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1 PREAMBLE

1 Preamble

1.1 System of units in magnetism

Since the establishment of the International System of Units (SI) in the 11th General
Conference of Weights and Measures in 1960, it has become the most widely used system
of measurements in scientific and engineering applications [1]. Despite the widespread
adoption of SI, many physicists working in magnetism have retained the use of the Gaus-
sian or Centimeter-Gram-Second (CGS) system. Ultimately the use of a particular system
of measurement is arbitrary and it is relatively easy to convert the variables from one to
the other.

In addition to having different units, constants in electromagnetism differ between the
two systems thus changing the form of some equations. The way to convert electromag-
netic quantities between the two systems is nicely summarized in the final pages of [2].
The equations need to be changed to include the constants used in the corresponding
system. For magnetism, the change of variables in equations is gathered in the table []
and the change of units is gathered in the table [2]

The vacuum magnetic permeability jo used to be set exactly to 47 - 107" H/m in SI
and 1 in CGS, and the conversion between the two systems was done by simple multiples
of 47 and powers of 10. This, however, is no longer the case since May 20, 2019 [3]. The
value of vacuum magnetic permeability is now dependant on the measurement of the fine

structure constant

2ho
Ho = —5 (1.1)

ce?’
where h is the Planck constant (exact), « is the fine structure constant (measured), c is
the speed of light (exact), and e is the absolute value of the electron charge (exact). The

current measured value of g is [4]
o = 1.25663706212(19) - 10" °H/m ~ 47 - 10~ H/m. (1.2)

For all practical purposes, the conversion between the two systems remains the same as
before 2019, however, philosophically there is a difference - a measurement error is prop-
agated when changing from SI to CGS. Furthermore, less confusion will be experienced
and more interdisciplinary cooperation encouraged if we all move to a single measurement

system, which nowadays is the SI. For these reasons, the SI will be used in this work.



Quantity CGS SI
Magnetic field intensity | H /\/4wpe | H
Magnetic field induction | By/puo/4m | B

M
o

Magnetization M /47 [ o
Magnetic permeability Lo fb

Magnetic susceptibility 4ty X

Table 1: Conversion table between CGS and SI variables in formulas [2]. To convert from
SI to CGS, the symbol in the cell of SI column should be replaced with the corresponding

cell in CGS column. For example, Bm e 4%#0&%2 — Bm 9% A7 11 Ro(#/ . Ampo) _ RoH?

S
Quantity Symbol SI CGS
Magnetic field intensity H 1 Am=t | 47 -1073 Oe
Magnetic field induction B 1T 10* G
Magnetization M 1 Am™! 1072 G

Table 2: Conversion table between CGS and SI units [2]. The columns list the same
amount of a physical quantity expressed in either SI or CGS system.

2 Introduction

2.1 Magnetic fluids

Magnetic fluids also called ferrofluids first developed in the 1960s in the USA [5] are
intriguing materials that are both liquid and strongly influenced by magnetic fields [6,
7]. Ferrofluids are made of solid magnetic (for example, certain iron oxide) nanoparticles
suspended in a carrier liquid. The small size of the nanoparticles (diameter d ~ 10 nm)
ensures both that the particles contain a single magnetic domain, and that due to thermal
fluctuations they remain in the bulk fluid. This results in a liquid that experiences a
force in a magnetic field gradient as a whole, and that remains liquid, as opposed to
magnetic particles being pulled out of the fluid. A related class of materials are the
magnetorheological fluids, where the size of the magnetic particles dispersed in a fluid
is larger - on the order of micrometers. Magnetorheological fluids rapidly change the
properties of their fluidity depending on the applied magnetic field, which makes them
interesting in many industrial applications [8, 9], however, they will not be examined in
this dissertation.

The ability to precisely manipulate liquid matter with external magnetic field has
resulted in fundamental scientific research of magnetism in matter, the development of
novel chemical procedures for the syntheses of magnetic fluids [10], multiple commercial
and non-commercial applications [11, [12], and even art [13]. Through the years signifi-

cant progress has been made in the field of physics dealing with magnetic liquids named
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ferrohydrodynamics by one of its pioneers R. E. Rosensweig [14]. For a more in-depth
overview of the field, see one of several textbooks that have been written on it [10, |15,

16].

2.1.1 Structure and stability

The magnetic nanoparticles in ferrofluids experience external forces that can cause
their sedimentation from the suspension - namely, gravity and magnetic forces. For the
ferrofluid to be stable, the energy due to the thermal motion should be larger than the
energy due to the external forces.

First, let us compare the gravitational to thermal energies

ApVNng <

1 2.1
et <1, 2.1)

where Ap & 4000 kg/m3 is the difference of densities between the nanoparticles and the
carrier fluid, Viyp is the magnetic particle volume, g = 9.8 m/s? is the free-fall acceleration,
L =5 cm is a typical container height, kg = 1.38 - 10723 J/K is the Boltzmann constant
and T = 293 K is the room temperature. Assuming a spherical nanoparticle, this results
in the diameter of the particle such that it remains suspended in a gravitational field
d < 34 nm.

Second, a magnetic field gradient can produce a force that causes the sedimentation
of suspended particles, therefore, let us compare magnetic to thermal energies (the form

of the magnetic energy is from page 34 of |15])

pomypH <1

2.2
< 22

where myp = MypVyp is the magnetic moment of the nanoparticle, Myp ~ 3-10° A/m
is the saturation magnetization of the nanoparticle |[17] (since they are single domain
particles), puoH = 0.1 T is the magnetic field strength of a common permanent magnet.
This results in the diameter of the particle such that it remains suspended in a magnetic
field gradient d < 6.4 nm.

This simple analysis explains why the particles suspended in a magnetic fluid need
to be only several nanometers in diameter. The method how historically such small
particles were created was by milling larger magnetic particles [5], however, nowadays

chemical precipitation is commonly used [18]. Importantly, the nanoparticles experience
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attractive forces that can cause them to agglomerate into structures that are larger than
the necessary size for the stability of the suspension. These forces include magnetic
dipole-dipole interactions and more importantly van der Waals forces. To remedy this,
it is necessary to create short-range repulsive forces between the nanoparticles. It is
commonly done either by coating the nanoparticles with long molecules [15] that produce
steric repulsion or coating them with a charge layer [18]. The choice of the carrier fluid
is broad ranging from various hydrocarbon solvents to water [10, 15| and more recently
ionic liquids - salts that are liquid at room temperatures [19].

The magnetic nanoparticles are held in suspension by a balance of several interactions.
This balance can be tipped by changing the surrounding conditions, and a reversible gas-
liquid type phase transition can occur [16]. This transition occurs when the applied
magnetic field is increased or the temperature is decreased [20} |21]. For the case of charge
stabilized nanoparticles, the phase separation can be induced by the increase of ionic
strength [22]. In this phase transition the ferrofluid forms two liquid phases with different
concentration of nanoparticles in them. Since the phase transition onset is sensitive to the
size of the nanoparticles, a method akin to fractional distillation can be used to obtain
monodisperse ferrofluids [23]. In the phase separation the concentrated phase appears as
many micron-sized droplets (see section , which are highly magnetic and have a low
surface tension allowing for the observation of strong magnetic effects already at small
field values [24].

The simplest model for the equilibrium magnetization of a ferrofluid is Langevin’s
theory, where it is assumed that the inter-particle interactions are negligible and they
interact only with the external field [15]. The energy of the nanoparticles in the external
field —pomyp - H is distributed according to the Boltzmann distribution, which leads to

the average magnetization of the ferrofluid

]\]\Z = coth (§) — %, (2.3)

where Mj is the saturation magnetization of the ferrofluid (when all the nanoparticles have
their magnetic moments aligned with the external field H), and & = pomypH/(kgT).
Even though it contains suspended nanoparticles with a permanent magnetic moment,
the ferrofluid itself does not possess a remnant magnetization when the external field is
turned off. Due to thermal agitation the once aligned nanoparticles soon become oriented

in uniformly random directions. Therefore magnetic fluids exhibit superparamagnetic
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behavior. It might be noted that the inter-particle interactions are negligible when the
volume fraction of the nanoparticles ¢pyp < 1, but as described in section the ac-
tual nanoparticle volume fraction in the magnetic droplets is around 30%. In this more
clustered scenario the interactions between the nanoparticles are strong and they can, for

example, form chains [25].

2.1.2 Some effects of magnetic fluids

In the field of fluid mechanics many beautiful and fascinating patterns and instabili-
ties arise, which have captivated the attention of researchers for centuries [26] [27]. The
addition of the magnetic field only increase the variety and intricacy of the patterns that
develop. Here we mention only a few of them.

Perhaps the most famous effect magnetic fluids is the normal field instability. When
a strong enough magnetic field is applied in the direction normal to the surface of the
ferrofluid, the flat surface becomes unstable and fluid spikes arranged in a hexagonal
formation grow out of it [2§]. An analysis based on the energy minimization method has
shown that there are three stable configuration of the ferrofluid surface depending on the
magnetic field strength - a flat surface, a hexagonal arrangement of spikes, and a square
arrangement of spikes [29]. Furthermore, it was shown that transition from one stable
configuration to the next is governed by a hysteresis i.e. the instability occurs above a
critical magnetic field value, and it is not immediately reversed by decreasing the magnetic
field. The hysteresis loop has been observed experimentally [30].

If a magnetic field normal to the ferrofluid interface seeks to destabilize it, the oppo-
site effect happens if the field is tangential to it - the onset of surface instabilities that
would develop without the application of the field are delayed [15, [31]. For example, the
Kelvin—Helmholtz instability, which develops between two liquids that are moving with
different velocities, has been observed to be calmed by the application of a tangential
magnetic field [32, [33].

Another stunning instability occurs in magnetic fluids confined to a thin layer [34],
for example, in a Hele-Shaw cell or if the magnetic fluid is contained in a thin liquid
film [35]. If a drop of ferrofluid is placed between plates and a magnetic field is applied
perpendicular to the plates, the circular drop becomes unstable and elongates; increas-
ing the field the elongated shape develops thickened tips that also split in two. By this

continued bifurcation a maze-like structure develops [36]. A similar phenomenon to this
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labyrinthine instability is the magnetic micro-convection [37]. If a ferrofluid is adjacent
to a miscible non-magnetic fluid, the application of a magnetic field first causes fingers to
grow between the fluids, which then disappear due to the diffusion of magnetic nanopar-
ticles in the non-magnetic liquid. The magnetic micro-convection is proposed as a viable
mechanism to facilitate the mixing of fluids in microfluidics channels [38, 39].

Typically the hydrodynamic stress acting on a fluid is symmetric, which is a con-
sequence from the assumption that there is no body torque acting on the fluid. This
assumption is no longer valid for magnetic fluids in time-varying magnetic fields or in
external flows with non-zero rotation since there are nanoparticles that rotate to align
with the field with a finite angular velocity. This causes the magnetization M and the
external magnetic field H to not be aligned resulting in a peculiar anti-symmetric stress
component in the fluid. The misalignment between the external field and the magnetiza-
tion of the ferrofluid can be modeled with a phenomenological magnetization relaxation
equation [40]

dM 1

e M- _—
dt “o X T

(M — M), (2.4)
where wy is the local rotation velocity of the fluid, 7 is a characteristic time in which
the magnetization returns to zero when the field is turned off, and M, is equilibrium
magnetization if the fluid would not be rotating. A famous consequence of the finite

magnetization relaxation time is the apparent increase of viscosity in magnetic fluids

when the field is turned on [41].

2.2 Magnetic droplets

The ability to manipulate droplets from the outside with magnetic fields has found
many applications. For example, in the field of microfluidics the magnetic field can be
used to sort, transport and form the droplets [42]. The magnetic droplets can be used as
microrobots to transport cargo and traverse obstacles [43, |44]. Bio-compatible magnetic
droplets can be used as a measurement tool for the mechanic properties of tissues [45,
46). In all of these cases it is vital to be able to accurately calculate the dynamics of the
droplets in applied magnetic fields to better be able to control them.

Before the advent of magnetic fluids, the behavior of droplets under electric fields was
studied [47) [48]. This lead to the development of the field of electrohydrodynamics [49).
Due to the similarities in equations between electrostatics and magnetostatics, a lot of

the results can be carried over from one field to the other. One notable difference is the
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presence of the electric charge, which has resulted in some effects in electric problems that
do not occur in magnetic ones. Some examples include droplets in electric fields, which
develop conical tips, where the accumulated charge is shed as a stream of tiny droplets
[48]; or the Quincke rotation (or electrorotation) of droplets in constant electric fields due
to a charge build up on their surface [50} 51].

A magnetic fluid droplet placed in a static homogeneous magnetic field experiences an
additional pressure jump across its surface equal to pgM? /2, where M, is the component
of the droplet’s magnetization normal to the surface. Since for a spherical droplet the
magnetization is in the direction of the external field, the droplet elongates until surface
tension counteracts the magnetic force [52, 53]. Interestingly, also nonmagnetic bubbles
in a magnetic fluid elongate in the direction of the field [53, [54]. As the droplet elongates
its shape is well described as an ellipsoid up to the aspect ratio a/b < 7 [55], after which it
becomes more sharp at the tips than an ellipsoid and may even develop conical tips [56].
Streaming of tiny droplets from ferrofluid drops in magnetic field has not been observed.
More recent numerical simulations place the aspect ration when a droplet ceases to be
ellipsoidal at a/b < 4 [57]. After the development of phase separated ferrofluid droplets
[24], which have a large magnetic permeability 4 and a small surface tension, more extreme
deformations were observable in small magnetic fields. Of note is the appearance of a
hysteresis in the droplet elongation for large values of u > 21ug. Above a critical magnetic
field value the droplet strongly elongates; if the field is then reduced, the droplet remains
elongated, until another critical field value is reached below which the droplet strongly
contracts.

Along with the experimental observation of magnetic droplets in static field a number
of theoretical descriptions have been proposed. Assuming a prolate spheroidal shape and
linear magnetization of the droplet, the equilibrium elongation can be calculated in various
ways: by energy minimization [24], by the virial method [58| [59] or by the enforcement
of the dynamic boundary condition on the equator and the poles of the droplet [48,
60]. Recently after comparison with numerical simulations, a semi-analytical equation
was proposed that is valid for large aspect ratios a/b < 12, when the droplets are no
longer spheroidal [61]. The development of the theoretical equilibrium curves allows for
the indirect measurement of physical properties such as the magnetic permeability and
surface tension of microscopic magnetic droplets - something that is hard to do directly
[24, 62]. The assumption of the spheroidal shape allows also to describe the dynamics
of ferrofluid droplets [63, |58, [59]. Small deformation theories show that the droplets
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exponentially approach an equilibrium elongation in an external magnetic field [64} 65].

In a time-dependant magnetic field, the behavior of magnetic droplets is rich and
varied. In a slow rotating field the droplets elongate and rotate in the direction of the
field like compass needles. The viscous friction can cause the tips of the droplets to be
bent [66], and even break the droplets in half [67]. In larger groupings of needle-like
droplets the resulting size of the droplets was determined from a competition between
the droplet break-up and coalescence [67]. For fast rotating fields, the influence of the
magnetic field can be averaged over the rotation period. In this regime, in small magnetic
field the droplets initially are oblate spheroids in the plane of the rotating field. Above
a critical magnetic field value, the droplets experience a spontaneous symmetry breaking
and they elongate tangential to the plane of the rotating field. Increasing the field further,
this elongated shape becomes unstable and the droplet again takes up an oblate, very
flattened shape, and a crown of fingers appears on its perimeter, which is reminiscent
of the normal field instability |68 69]. This oblate-prolate-oblate shape instability has
been theoretically analyzed under the assumption that the droplet is ellipsoidal [68| 70].
Also in this instability, a hysteresis can be observed above a critical value of magnetic
permeability . A droplet in a fast precessing field undergoes similar shape instabilities
[69]. For intermediate field rotation frequencies, the motion of the droplets can become
unsteady - they can form swirling ”S”, ”8” and "O” shapes that do not remain stationary
[71]. As a slender droplet moves from the steady motion in a low frequency field to
the motion in an intermediate frequency field, a shock-wave of the tangent vector angle
propagates from its tips to the center [72]. The behavior of the droplets depending on
the rotating field strength and frequency was experimentally classified [71]. In a time-
dependant field, the rotation of the magnetic nanoparticles can become important and
give rise to flows inside the droplet [73], which is why even the shapes in the fast-rotating
field are slowly rotating in the field rotation direction [68]. In this dissertation we explore
the dynamics of droplets in the intermediate frequency range, where the simple averaging
of the magnetic interaction over the rotation period is not valid.

In parallel to the experimental and theoretical description of droplets in external fields,
the development of various numerical methods has advanced [74]. Such numerical tools
are vital in the description of the droplets where the theoretical assumptions, such as the
ellipsoidal shape of the droplet are no longer valid. The sharp tips of the droplets in a
constant field have been successfully reproduced by axi-symmetric simulations |57, 60,

75]. The dynamics of of droplets in a constant field have also been calculated [57]. In a



2 INTRODUCTION

rotating field, the problem ceases to be axi-symmetric, which complicates its numerical
calculation. Two dimensional fluid models were used to calculate the equilibrium shapes
and dynamics of magnetic droplets in rotating fields [76]. More recently, the equilibrium
shapes in infinitely fast-rotating magnetic field were calculated in three dimensions, where
the algorithm was significantly simplified by the assumption of equal viscosities of the
magnetic droplet and the surrounding fluid [62]. The time dependant dynamics of a
magnetic droplet in time-varying magnetic field has so far not been explored numerically
in three dimensions, which is something that is tackled in this dissertation. A promising
approach for the numerical scheme are the boundary element methods (BEM) [77] 78],
which have been used to calculate the dynamics of highly-deformed viscous non-magnetic
droplets in an external flow [79, |80, 81]. BEM have already been shown to be able to
calculate the electrorotation and small deformation of a droplet in an electric field [51].
An interesting phenomenon that has gained significant attention recently is the active
or driven (i.e. systems out of the thermodynamic equilibrium) self-assembly of colloidal
particles [82]. A common driving mechanism is an external time-varying magnetic field
that pumps energy into solid magnetic particles |83} |84}, 85, 86, |87]. In addition to being
fascinating in themselves, the magnetically driven colloids can serve as model systems for
the more complicated and intricate situation of biological out-of-equilibrium self assembly
[88, 189]. It has been reported that dynamic self-assembly can be done with ferrofluid
droplets atop a non-wetting surface in an oscillating magnetic field [90]. Magnetic droplets
on a liquid-air interface can be assembled in a precessing field, where depending on the
field angle, the attraction and thus spacing between the droplets can be modified [91].
In a rotating field, due to a large surface tension several ferrofluid droplets can come
close together and not coalesce, but instead orbit each other in a non-steady manner [92].
This non-steady orbiting has been replicated for a pair of droplets in two-dimensional
simulations [93]. By coincidence in this work we observed, how in a rotating field phase
separated microscopic magnetic droplets form two-dimensional nearly rigid ensembles that

rotate in the direction of the magnetic field.

2.3 Objective and structure of the work

In summary the motion of magnetic droplets in a static homogeneous field is quite
thoroughly researched experimentally, theoretically and with simulations. However, the

theoretical or numerical description of magnetic droplet dynamics in a rotating field is



2.3 Objective and structure of the work

lacking, despite the experimental observation of a range of intricate non-stationary droplet
behavior depending on the field strength and frequency [71]. This motivates the objective
of this work: Investigate the time-dependent dynamics of magnetic droplets in

a rotating magnetic field. The objective is achieved by doing the following tasks:

1. Using magnetic fluid model, develop an analytic description of individual droplet
dynamics in simple cases, such as weak fields and small deformations, taking into

account different viscosities inside and outside the droplet.

2. Using magnetic fluid model, develop simulation software to calculate the dynamics

of droplets in situations where the analytic descriptions no longer work.

3. Using the simulation software, characterize the motion of magnetic droplets in ro-

tating fields.

4. Perform experimental measurements on microscopic magnetic droplets obtained by
phase separation and evaluate how well the magnetic fluid model describes their

dynamics.
5. Experimentally observe the collective dynamics of ensembles of droplets.
6. Develop models that describe the collective dynamics of ensembles of droplets.

This dissertation is split into several sections. Section [3| states the magnetic fluid
model that is used in the theoretical description of the droplet. Section |4] describes the
experimental setup and the characteristics of the sample. Section [5| shows the analytic
solution of the model in the limit of small deformations and weak field. It also shows
a comparison with the experiment using the magnetic droplets obtained by phase sepa-
ration. Section [6] describes the simulation based on boundary element methods, which
was used to calculate the dynamics of magnetic droplets with substantial deformations.
Section [7| deals with the experimental observation of droplet ensembles in a rotating field
and their modeling using simple approximations. Finally, [§ is a concluding section that

summarizes the main results of this work and ends with some general conclusions.

10



3 MATHEMATICAL FORMULATION OF THE PROBLEM

3 Mathematical formulation of the problem

3.1 Motivation

The phase separated magnetic droplets are a unique material, whose properties are
not sufficiently understood. Inside the droplets, the concentration of magnetic nanopar-
ticles is very large (their volume fraction is around ¢4y, ~ 30% [23]). It might mean that
clusters of the nanoparticles could be forming inside the droplets, which could influence
their magnetic and rheological properties. Furthermore, the droplets are in a thermody-
namic equilibrium with regards to the magnetic nanoparticles leaving and entering the
droplet’s volume. This nanoparticle motion is happening through the surface area, which
can change its size by a couple orders of magnitude in the experiments. The particular
droplets used in this work are characterized more in section 4] In summary, the system
is complicated, however, we seek to find a relatively simple model that captures the ob-
served behavior of the droplets in a rotating field. We will examine the model of a simple
magnetic fluid [15], which has worked in the past to calculate equilibrium shapes of the
droplets in an infinitely fast-rotating magnetic field [62].

We consider a magnetic fluid droplet suspended in an infinite nonmagnetic carrier fluid
(figure . The magnetic droplet (interior domain, whose properties will be denoted with
the superscript (7)) has the magnetic permeability p and viscosity 7. The surrounding
fluid (exterior domain, whose properties will be denoted with the superscript (e)) has the
magnetic permeability equal to the vacuum magnetic permeability 1o and viscosity n(®).
A surface tension characterized by the surface tension coefficient ~ exists between the two

domains.

fr](e)’ Lo Y

Figure 3.1: A sketch of the magnetic droplet with the viscosity 7 and magnetic perme-
ability p suspended in an infinite fluid with viscosity n® and magnetic permeability fi.
Surface tension acts on the droplet with the surface tension coefficient ~.

11



3.2 Formulation of the magnetostatic problem

3.2 Formulation of the magnetostatic problem
An external magnetic field H ., is applied. Magnetic field produces a body force
fi= %TTZ': in the fluid described by the Maxwell stress tensor [16]

1
T= S’ + HB, (3.1)

where | is the identity tensor, H and B = po(H + M) are magnetic field intensity
and induction, respectively. M is the magnetization. It might be noted that other
equivalent formulations of the Maxwell stress tensor exist [15]. In theoretical treatment

of the problem, it will be assumed that the magnetization is linear
M =xH, B=pu(l+xH=uH, (3.2)

where y and p are the magnetic susceptibility and permeability, respectively.
To calculate the magnetic stress, we first need to solve for the magnetic field inside

and outside the droplet. To do this we use the equations of magnetostatics, [94]:
VxH=0, (3.3)

V-B=0, (3.4)

which are valid when Ry/ty < ¢ and Maxwell’s equations for the electric and magnetic
field decouple (see derivation in appendix . Ry and t, are characteristic length and
time scales of the problem, respectively, and c is the speed of light. This is equivalent
to the requirement that Ry << Ay, where Agyy is the wavelength of the electromagnetic
radiation emitted due to the changing magnetic field.

Equation (3.3)) is satisfied, if the magnetic field is a gradient of a potential
H = V1. (3.5)

Combined with (3.4]), we see that the magnetic potential ¢ is the solution to the Laplace

equation both inside and outside the droplet

Ay =0 (3.6)
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3 MATHEMATICAL FORMULATION OF THE PROBLEM

From the Maxwell’s equations it is evident that on the boundary of different media
the normal B field is continuous and the tangential H field is continuous [94]. This leads

to the following boundary conditions on the droplet surface:
pon - V' — pm - Vo) =0 (3.7)

P — ) =, (3.8)

where m is the outward normal on the droplet. Lastly, we require that ¢) be bounded, and

far away from the droplet the perturbation of the magnetic field by the droplet vanishes
V@Mr—)oo =H,, (3'9)
or equivalently

where x is the radius vector.

3.3 Formulation of the hydrodynamic problem

The motion of fluids inside and outside of the droplet is governed by the equations of

incompressibility and conservation of momentum [95]:

V.v=0, (3.11)

Dv

= _Vj+nA 12
P o Vi +nAv + f, (3.12)

where v is the velocity, p is the density, p is the pressure and 7 is the dynamic viscosity

of the fluid. f is the force per unit volume acting on the bulk fluid. % = % +v-Vis
the material derivative. Another useful quantity is the hydrodynamic stress tensor

~ ~ 8vi 0v;
j 7

where 0;; is the Kronecker delta and 7" denotes the transpose. The equations of motion

with it are written as
D’Ui 85‘2]
= i 3.14
"Dt~ o, +f (3.14)

When the fluid is magnetic, we can connect the force per unit volume with the Maxwell

13



3.3 Formulation of the hydrodynamic problem

stress tensor f; = 8679;: We can simplify the force due to Maxwell stress tensor by writing

it as a gradient of magnetic pressure (derivation is in appendix [A.2))

J=-Vpu, (3.15)
ot = —po (22 1) 12 (3.16)
M 5 0 m . .

If the Reynolds number of the flow in and around the droplet is sufficiently small
Re < 1, equation can be linearized thus significantly simplifying the problem.
Reynolds number is the dimensionless ratio between inertial over viscous forces. It can
be expressed as [95]

_ pulty

Re , 3.17
p (3.17)

where u and Ry are a characteristic velocity scale and a characteristic length scale in the
problem.

Experimentally we see that undeformed magnetic microdroplets are typically around
Ry ~ 10 pm in radius, which is the characteristic length scale. Their viscosity is around
100 times larger than their surrounding medium, which can be taken to be approximately
the viscosity of water ¥ /100 ~ n(®) = 1 mPa-s [68,/96]. But their density is only a couple
of times larger than the density of the surrounding medium p® /2.5 ~ p(®) ~ 1000 kg/m?
[71]. From the ratio p/n, it is evident that the Reynolds number should be larger outside
than inside the droplet. Therefore, let us look at the worst case - the flow outside the
droplet. We can estimate the characteristic velocity scale as u = Ry/7, where 7 is a
characteristic time scale. The choice of 7 is not immediately obvious, because the motion
of the droplet can qualitatively vary depending on the applied magnetic field strength and
rotation frequency. For the case where the dominant motion of the droplet is due to the

surface deformation, a characteristic time scale of

Ro(167® + 197®) (3 + 2n(0))
40y(n') + 1)

(3.18)

Tdef =

should be used [64], where v ~ 107°% N/m is the surface tension of the droplet [96].
Outside the droplet this leads to Re = 10~*. On the other hand, for the case when the

motion is dominated by the rotation of the droplet as a compass needle in a rotating

14



3 MATHEMATICAL FORMULATION OF THE PROBLEM

magnetic field, the characteristic time scale should be
(3.19)

where f is the rotation frequency of the magnetic field. With reasonable magnetic field
strength for very large frequencies f > 100 Hz, the droplets no longer rotate as compass
needles but flatten out and their motion is dominated by surface deformations. Therefore,
to estimate this time scale, we take f = 50 Hz, which leads to Re = 3- 1072, still a small
value.

Because of the small Reynolds number we can neglect the inertia of the fluids and

equation (3.12)) simplifies to the Stokes equation [95]
—Vp+nAv — Vpy =0. (3.20)

Let us examine the boundary conditions for the problem. When the free surface
between the two incompressible fluids deforms, it is because one fluid moves away and
another takes its place. There can be no flow through the interface. Therefore, the normal
velocity of one fluid at the interface is equal to the normal velocity of the other fluid, in

other words - it is continuous:
v .n—v®.n=0. (3.21)

Furthermore, slipping in the tangential direction is possible only if the viscosity of one of
the fluids is zero (for example a bubble of air inside water). Otherwise, there would be a
finite jump in v over an infinitely small distance resulting in infinitely large nAwv term in
the equation (3.12)). Therefore, we require that the tangential velocity on the two fluid
interface is also continuous:

P - v —P-v® =0, (3.22)

where P| = | — nn is the operator for projecting a vector on the droplet surface. Com-
bining the equations (3.21)) and (3.22]), we get that the velocity on the droplet interface
is continuous

v — ) =0, (3.23)
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3.3 Formulation of the hydrodynamic problem

Lastly, the sum total of all the forces acting on the boundary should be zero:
n- (69 -0 ntn (TO-TD).n—~(k + k) =0; (3.24)

P- (69 -6 . n+P - (TY-TY).n=0o0, (3.25)

where T is the Maxwell stress tensor, 7 is the surface tension coefficient and k1, ko are the
principal curvatures of the droplet’s surface. The force difference on the boundary due
to the Maxwell stress tensor is Py - (T —T®) . n = 0 in the tangential direction, and
n-(TY-TW).p= %Mr(f)2 in the normal direction, where M, is the magnetization in
the normal direction (derivation is in appendix [A.3)).

Far away from the droplet we may impose a background flow with velocity v, pressure
Poo and therefore a hydrodynamic stress . Far away the perturbations arising from

the droplet vanish and we have

U|r—>oo = Voo, ﬁ|r—>oo = Poo; &’r—mo = 0c- (326)

3.3.1 Formulation of the problem for the effective pressure

It is possible to combine the hydrodynamic pressure with the magnetic pressure (writ-

ten in eq. (3.16)) into an effective pressure

which allows us to write

- Vp+nAv =0. (3.28)

The boundary conditions on the droplet’s surface need to be modified to take into ac-
count the effective pressure and the effective hydrodynamic stress tensor o;; = —pd;; +

n (% + %). The boundary condition for velocity continuity remains unchanged:
J 7
v — o = 0. (3.29)
The expression for the forces on the surface in the normal direction is changed to

n- (0@ —a") - n+ for — (ki + ko) =0, (3.30)
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3 MATHEMATICAL FORMULATION OF THE PROBLEM

where

1 . 2
fv =5k (ﬂ - 1) (ﬂH,(j)2 +HY ) (3.31)
2 Ho Ho

is the effective magnetic surface force, H, and H,; are the normal and tangential mag-
netic field intensity values (derivation is in appendix |A.4). The boundary condition for

tangential forces is unchanged
P (0@ —0o?).n=0. (3.32)
The conditions far away from the droplet also remain unchanged

v|r—>oo = Voo, p|7’—>oo = Peo; U|r—>oo = Oco- (333)

3.4 Dimensionless variables

Three dimensionless parameters arise naturally in the problem

n(®)
n(e) )

o A=

the viscosity ratio,

o Ly = #—‘z, the relative magnetic permeability,

e Bm= 47ru0 , the magnetic Bond number. It is proportional to a characteristic

magnetic force over a characteristic force due to surface tension.

Note that different authors have used different expressions for the magnetic Bond number.

And care should be taken when comparing their different results. For example, the con-

stant multiple is different such as Bm = 2% in [67] and Bm = pyq ROH“’ in [60]. Few
authors call this dimensionless ratio the magnetlc capillary number Ca,, [97]. Sometimes
the quantity that is called the magnetic Bond number includes magnetization instead of
magnetic field intensity Bm = 22— R°° [16] The choice of the magnetic Bond number in

this work corresponds to [62].
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4 Experimental setup

4.1 Sample

In this work we used a water based ferrofluid containing maghemite (y-F'e;O3) nanopar-
ticles coated with a citrate layer. The citrate ions on the surface of the nanoparticles are
negatively charged and thus prevent their agglomeration. The concentration of free cit-
rate in the carrier fluid is [cit]gee = 0.06mol/L. The nanoparticle size is log-normally

distributed
1 (in 4-)2
e 20

odr\2m ’

where the median diameter of the nanoparticles is dy &~ Tnm and their polydispersity is

p(d) = (4.1)

o = 0.3. The nanoparticles are small enough to contain only a single magnetic domain

[17]. Their magnetic moment is

wd®
myp = MNPT: (4-2)

where Myp ~ 3-10°A/m is the saturation magnetization of the nanoparticles . The
volume fraction of the nanoparticles in the ferrofluid is ¢pr ~ 4.6%. Therefore we can
calculate its saturation magnetization (when all the magnetic nanoparticles are aligned)

as

Mpp = ¢ppMyp ~ 1.4-10*A/m (4.3)

Figure 4.1: Destabilized ferrofluid. The concentrated phase forms magnetic droplets seen
as darker disks of various diameters surrounded by a dilute phase (left). The droplets
elongate in the direction of the applied field (right). The field of view is 132um x 100um.

When the ferrofluid is stable, it can be described as a gas of magnetic nanoparticles

. The ferrofluid can be destabilized creating a gas-liquid type phase transition. In this
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4 EXPERIMENTAL SETUP

phase transition, the ferrofluid separates into two phases with different concentrations of
magnetic nanoparticles (figure . The destabilizing can be achieved by increasing the
magnetic field, decreasing the temperature or increasing the ionic strength of the ferrofluid
(by dissolving salt, for example) |20, [21} 22, 23, 98].

The concentrated phase forms droplets with a typical diameter of several micrometers,
which is akin to the condensation of vapor. The magnetic nanoparticle volume fraction
in it is hard to measure directly, but it is around ¢4, =~ 30%, and it is relatively weakly
affected by the amount of added salt [23]. This leads to the approximate saturation

magnetization for the fluid in the droplets
Mdrop = gbdrapMNP ~9- 104A/m (44)

The dilute phase typically contains a much lower volume fraction of magnetic nanopar-
ticles Ggiue = 0. ..4%, which is relatively strongly affected by the amount of added salt
[23].

4.2 Experimental device

The experiments were done using an optical bright-field microscope that is augmented
by a custom-build coil setup for generating magnetic fields (figure . We apply a /2
phase shifted sinusoidal signals on the coils and thus generate a homogeneous rotating
magnetic field. It is possible to create also a vertical magnetic field component, however
it was not used in this work. We placed the phase-separated ferrofluid sample in a thin
glass cell (height A = 100...200um), and placed the cell in the sample holder. We
recorded the droplets using a camera attached to the microscope and saved the images
in an 8-bit gray-scale format. Two similar experimental devices were used - one in Paris
and one in Riga.

The coil system in Paris is water cooled, which permits the maximum current in the
coils of I,,4, = 3.5A, which corresponds to Hy, = 4.7-103A/m. In Paris the glass cells
were produced by Hellma Analytics and were h.; = 100pm in thickness. The camera
used in Paris is AVT Guppy F-046B, which produces a gray-scale 640pz x 480px image.

The coils in Riga are cooled with Huber Ministat 230 device, where water 4 glycol
mixture is used as a coolant. We managed to easily reach currents of I = 54 (Hy =
7.0 - 103A/m) without overheating the coils. The glass cells were made using two glass

slides, which were separated by a double-sided adhesive tape. The separation between
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4.3 Image processing

B .

Cooling
i tubes

Microscope

Sample
holder

i)

Figure 4.2: Microscope setup in Riga for observing magnetic droplets under the action
of magnetic fields. The setup in Paris is similar and is described in the thesis of G.

Kitenbergs [69].

them was measured to be h.y ~ 200um. The camera used in Riga is Basler acA1920-

155um, which produces a gray-scale 1920px x 1200pz image.

4.3 Image processing

Figure 4.3: Procedure for determining the droplet’s shape. (a) shows the original image,
(b) shows image thresholded by Otsu’s method, (c¢) shows the hole filling, (d) shows the
ellipse fit, (e) shows the fitted ellipse atop the original image.

To describe the droplet with an ellipse the following procedure is used (figure :

1. The image of the droplet is segmented into dark and light regions using Otsu’s
method for thresholding as implemented in the Python library Scikit-Image.

2. The holes within the droplet are filled.

3. The ellipse that best describes the droplet is found using the method of image
moments as implemented in the Python library’s Scikit-Image function measure

regionprops. In particular, the ellipse is such that its second central moments
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MOQ; Mll; M20 defined by
M=) Y (¢=2)(y -5/ I(z,y) (4.5)
r oy

are the same as the that of the image segment. x,y are the coordinates of pixels
and I(x,y) is 1 if the pixel x,y is part of the segment, and 0 otherwise. Z and g are

the centroid coordinates of the segment.

4.4 Determination of droplet parameters

The magnetic droplets obtained by phase separation are microscopic in size and direct
measurements to obtain their physical properties such as magnetic permeability, surface
tension and viscosity are hard to do. Luckily there are indirect methods based on the
measurement of the droplet’s elongation in an external field and relaxation to a sphere
after the field is turned off - something that can be easily done with the previously

mentioned experimental setup.

4.4.1 Equilibrium elongation: energy minimization

One approach to determine the equilibrium elongation of the droplet is the minimiza-
tion of its magnetic and surface tension energy [24]. The energy of a paramagnetic body

placed in an external magnetic field H , is [94]
B, = —@/ MY . H_dV, (4.6)
2 Jv

where linear magnetization is assumed, the medium surrounding the body has y = py,
and the integral is taken over the volume of the paramagnetic body. Then the total energy

functional that is minimal for the equilibrium shape of the droplet is [24} 62]
Bu= =2 [ MO H.av 455, (47)
1%

where v is the surface tension coefficient and S is the droplet’s surface area.
Assuming a prolate spheroidal shape (with semi-axes a > b = ¢), we can analytically

minimize Fy, with respect to the aspect ratio a/b. The magnetic field inside a spheroidal
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4.4 Determination of droplet parameters

droplet elongated in the direction of the homogeneous H ., is given by [94]

A ‘ H
HY =H, - NM® = —=_ (4.8)
1+ xN

where x = p/uo — 1 is the droplet’s susceptibility. Ny is the shape dependent demagneti-

zation factor [99)

1 —e? 1+e
Ny = —2 1 4.
= ( e+n1_e), (49)
where e = /1 — b2 /a? is the eccentricity of the droplet. The volume and area of a prolate
spheroid are [100]

4

V= ?abQ, S = 27mb*(1 + % arcsin e). (4.10)

Minimizing (4.7) with respect to the aspect ratio a/b yields the equilibrium aspect

ratio for a given magnetic field intensity [24]

2 (3—4e2) arcsine
Bm ,ungORO 1 <3 —2e? — T e(1—e2)1 2 )
8 = 2 = m +Nd 5 2/3 6 3_o2 Itey (4].1)
m gl o~ (1= e (=5 + %5 In %)

It might be noted that the same theoretical curve is achieved by the virial method [58].

4.4.2 Equilibrium elongation: selective enforcement of force balance

Another way to calculate the equilibrium elongation of a droplet was shown by Afkhami
et al. [60], who used a method previously used by G. I. Taylor do describe the deforma-
tion of a water droplet in an electric field [4§]. In equilibrium the effective normal force

boundary condition (3.30)) on the droplet’s surface reads

. 1 . 2
b+ Lo (ﬂ _ 1) (ﬂH;p? + > —(kr + ko) = 0, (4.12)
Ho Ho

where p() = const since in equilibrium Vp® = 0. Similarly p(® was set to 0 and does
not appear in the formula.

Assuming a prolate spheroidal droplet, the equation (4.12)) cannot be satisfied every-
where on the surface since there are only two free parameters p and the aspect ratio
a/b. The mean curvatures ki + ky are set by the ellipsoid and so is the magnetic field H ®)
according to . We can however approximately satisfy the equation by enforcing the

force balance on the equator and on the poles of the droplet. This leads to the equilibrium
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aspect ratio for a given magnetic field intensity [60]

2
Bm Mon RO 1 a 5
87 2 = )\

Ho

(4.13)
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Recently a numerical study was done, where the author tried to improve upon the
equation (4.13) to take into account that the droplet shape deviates from an ellipsoid
[61]. The semi-analytic equation for the equilibrium aspect ratio for a given magnetic

field intensity was determined to be (b/a instead of a/b in the formula is not a typo)

2
B H? 1 b\ AN
m_ i Ry PNy +0.0043) (2) (1+(2) —27). (414)
87T 2,}/ u_/'i) _ ]_ a a a

It might be noted, that the equation (4.14)) was tested for deformations a/b < 12, and

values of magnetic permeability p/ug < 11. However, simulations showed that the un-

modified equation (4.13)) is accurate only for a/b < 4 [61].

4.4.3 Equilibrium elongation: comparison of theoretical equations

alb

=2

—— Energy minimization
—— Force equilibrium
—— Semi-analytic

10! 10?2

Bm/(8m)

Figure 4.4: The equilibrium droplet aspect ratio depending on the external magnetic field
as described with Bm/(87). The graph shows the comparison between the equation
in red, in green, and blue. The p values used in the equations are depicted
next to the curves. The dashed line is a/b = 12.

Plotting the three theoretical curves for the equilibrium aspect ratio of the droplet
(figure , we can compare the quality of these models. A benchmark for the quality
is the semi-analytic curve (4.14]), which was tested against simulations for a/b < 12 and

/po < 11
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4.4 Determination of droplet parameters

For small deformations all three curves coincide. We see that the curve attained by
the selective force balance deviates from the semi-analytic curve already at a/b ~ 4.
However the energy minimization curve (4.11)) well describes the aspect ratio in the whole
region where the semi-analytic curve was tested [61]. It is surprising since the droplet
ceases to be ellipsoidal, and the magnetization inside the droplet becomes nonuniform for
larger deformations. For example, for p/ug = 3 and a/b = 9.97 the magnetization at the
droplet’s tips is 6% ... 7% larger than the magnetization on the equator [61].

In our case it turns out, that the droplet’s magnetic permeability is around p/py 2 30,
which is outside the applicability range of the semi-analytic curve. Since the energy
minimization curve worked well where the semi-analytic curve was tested, and it
does not have the ad-hoc constants present in the semi-analytic curve , we chose to
employ it to fit the experimental data.

It might be noted that above a critical magnetic permeability of the droplet (1/po == 21
for the energy minimization curve ), the equilibrium aspect ratio depending on Bm
becomes multi-valued. This results in a hysteresis in the droplet aspect ratio as the
magnetic field changes. Increasing the field above a critical value of Bm the droplet
strongly elongates. Afterwards the droplet does not return to its previous shape when
the field is decreased back, but rather it follows the "upper branch” of the curve. Then
after decreasing the field another critical value of Bm is reached and the droplet strongly

contracts.

4.4.4 Equilibrium elongation: comparison with experiment

We chose a magnetic droplet and incrementally elongated it in external field. We
recorded images of the droplet and the current in the coils from which we calculated the
magnetic field. From the images we also determined the spherical droplet’s radius.

During the experiment, which lasted nearly 17 minutes, the droplet was changing its
volume. Possibly this was because the microscope lamp was heating the sample. It is
known that decreasing the temperature facilitates the appearance of the concentrated
phase (magnetic droplets) in the ferrofluid |20, [21]. At the start the droplet’s radius was
Rgtart = 4.0 pm and at the end it had decreased to R§™ = 3.4um. We therefore used an
average value Ry = (3.7 £ 0.3) um when comparing the experiment to theory.

The equilibrium aspect ratio a/b of the droplet depending on the magnetic field is
shown in figure [4.5. The error bars are mostly due to the changing R,. We fit the
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Figure 4.5: The equilibrium droplet aspect ratio depending on the external magnetic field.
The points indicate experimental measurements and the black line is the fitted theoretical
curve (4.11)). The fit parameters are indicated in the text box on top of the graph.

theoretical curve attained by energy minimization using non-linear least squares
as implemented in SciPy curve_fit. We get that the droplet permeability is p/ug =
34.841.5 and its surface tension is v = (9.440.4)-10~" N/m. The errors are determined as
the square roots of the diagonal elements in the covariance matrix returned by curve fit

function.

4.4.5 Relaxation to a sphere: comparison with experiment

Once we know the droplet’s surface tension, we can assess its viscosity by performing
a relaxation experiment. The same droplet was elongated and then let to relax to a sphere
after turning off the magnetic field. According to the small deformation theory (discussed
in section [f]), the droplet’s elongation €; = (a — b)/b should exponentially decay to zero
with the characteristic time 7, which is expressed in equation .

The measured decay of ¢ is plotted in figure Interestingly, €; follows an expo-
nential decay law beyond the applicability limits of the small deformation theory. Fitting
a decaying exponent gives the characteristic time of 7 = (6.03 £ 0.06) s. To determine
the droplet’s viscosity (¥, we use the previously determined surface tension coefficient
v =(9.440.4) 107" N/m. The experiment was done before the incremental elongation
of the droplet in the external field, and during the relaxation the radius of the droplet
was relatively unchanging Ry = (4.08 +0.02) pm. Finally assuming that the surrounding
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Figure 4.6: Experimental relaxation to a sphere of an initially elongated droplet. The red
line is the best fit exponential decay. The fitted 7 is shown in the text box.

fluid has the viscosity of water n(® = 1073 Pa - s, we can calculate the viscosity of the
magnetic droplet from (5.71). It is n® = (1.46 4 0.05) Pa - s. This means that for our

experimental system the viscosity ratio is A = n(® /n® ~ 1460.
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5 Small deformation dynamics

5.1 Introduction

Analytic solutions for magnetic droplet dynamics are feasible only in the simplest
cases. One such case is the limit where the droplet is close to spherical. The small defor-
mation dynamics of droplets in a homogeneous stationary field (electric or magnetic) have
been studied analytically, where it was shown that a droplet exponentially approaches an
ellipsoidal equilibrium shape [65]. The dynamics of nonmagnetic viscous drops in external
flows has also been extensively theoretically explored in the limit of small deformations
[101]. A common approach to calculate the motion of ellipsoidal droplets in external flows
are phenomenological models for the time evolution of a tensor that describes the shape
of the droplet [102].

In this section we will extend the current results by deriving the dynamics of weakly de-
formed drop in a rotating field. First, we use a phenomenological equation that describes
the evolution of the anisotropy tensor of an ellipsoidal droplet. Second, we asymptotically
solve the hydrodynamic problem using perturbation theory to validate the phenomenolog-
ical approach and to determine the constants in the phenomenological model. Third, we
use the boundary element method to numerically validate the small deformation solution
and find the limits where it is valid. Finally, we compare the results with experimental

observation.

5.2 Description of a slightly deformed droplet

In the limit where the magnetic forces are much weaker than the capillary forces
(Bm < 1) the droplet can be described as an ellipsoid with the semiaxes a, b, ¢ and with
the unit vectors n', n?, n3 pointing in the direction of each semiaxis.

Alternatively when a > b > ¢ two non-negative deformation parameters can be used
to describe the droplet’s shape, the elongation

a—b
€1 = b

(5.1)

and the flatness
B b—rc
=

(5.2)

€9

which together with the incompressibility condition abc = Rj can be used to retrieve the
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elongation: €; = “T’b H.

b—c

flatness: €, = *3¢

Figure 5.1: The parameters describing the droplet’s shape in a rotating magnetic field.
[ is negative when the droplet’s largest axis is trailing the rotating magnetic field H ..
The field rotates in the w direction.

semiaxes. In the case when the droplet is a spheroid, the so called Taylor deformation pa-
rameter is commonly used [101}, 103, 104], which can be defined as D = (a—a.)/(a)+a.),
where a| is the droplet’s length along its symmetry axis and a, is its length perpendicular
to the symmetry axis. When the droplet is a prolate spheroid, the Taylor deformation

parameter is related to the deformation parameters used in this work by

€1 €1

D= =5+ O(e}), (5.3)

and when the droplet is an oblate spheroid by

_ & @ a 2
D_eQ—Z_ 2+O(62). (5.4)

When the motion is in the plane of the rotating magnetic field, the shortest axis ¢ aligns
with the magnetic field rotation direction and the droplet’s orientation is determined by a
single angle [ that its longest axis makes with the magnetic field (Figure . [ is chosen
to be positive when the droplet’s largest axis is leading the field and negative when it is
trailing the field. In general we would need two more angles to describe the out-of-plane

motion.

5.3 Anisotropy tensor approach

A common approach to calculate droplet dynamics in imposed flows are phenomeno-

logical models describing the time evolution of the anisotropy tensor, that characterizes
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the ellipsoidal droplet’s shape. There are a few ways in which the tensor quantity is de-
fined. For example, the tensor is defined (up to a factor and summand) as q = [, nndS
in models, which are built on Doi-Ohta theory [105, |106]. m is the normal vector and
the integral is over the droplet’s surface. Another definition of the tensor is used in the
Maffetone-Minale model (and others based on it) [107] - they use a tensor S that has eigen-
values equal to a?,b?, ¢®. Different models used to describe the evolution of the droplet’s
shape are shown in a review article [102]. The anisotropy tensor approach has proved it-
self to be useful in describing the experiments of droplet dynamics in external flows [10§].
Since the models for the time evolution of the anisotropy tensor are phenomenological,
they can be extended to describe more complicated cases, such as interaction with walls,
non-Newtonian fluids, and as we will show - the influence of the magnetic field. However,
the phenomenological models need to be verified by an experiment, simulation or ab-initio
models.

The ellipsoidal droplet shape is expressed by a quadratic form
x-A-x=1, (5.5)

where x is the radius vector, A is a real symmetric tensor with eigenvalues 1/c¢%, 1/b%
1/a* and eigenvectors aligned with the ellipsoid’s semiaxes. Here we define the anisotropy
tensor to be

¢=RA-L (5.6)

where | is the identity tensor. Note that A was scaled with the undeformed droplet’s
radius and ¢ is dimensionless. The eigenvalues of ¢ are \; = R%/c* — 1, Ay = R2/b* — 1,

3

A3 = R2/a* — 1 and unit eigenvectors n', n? n® are aligned with the ellipsoid axes. We

may write the anisotropy tensor using them

3
Gi= > nfnl. (5.7)
k=1

5.3.1 General dynamics

A phenomenological equation for the anisotropy tensor of a magnetic droplet in a

homogeneous stationary magnetic field (analogous to the equation (2.4])) reads [64]

dgi
dt

1
- ez’perer - ejperCir = _;<C2j - '2)7 (58)
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where e;,, is the Levi-Civita symbol, €2 is the angular velocity of the surrounding fluid
and ¢°, 7 are phenomenological constants - the equilibrium anisotropy tensor and the
characteristic relaxation time to this equilibrium, respectively. A brief explanation of
is as follows [109]. The left-hand side is the Jaumann derivative, which describes how the
components of the tensor evolve due to the rotation. The right-hand side shows that the
droplet exponentially takes up the equilibrium shape characterized by the tensor ¢°. The
model could be improved to include the effects of shear flow, and therefore describe the
rheology of dilute suspension of magnetic droplets (see the Maffettone-Minale model, that
uses a tensor S similar to the inverse of the one used in this work S = RZ(¢ +1)~! [107]).

Inserting the ¢ expression from into and taking the dot product on both

sides with the eigenvector n™, we get an equation for the time evolution of the eigenvalues

A, 1
To close the system, we now need the equations for the eigenvector time evolution. Since
the eigenvectors are unit length and always orthogonal to each other, they only rotate

with the angular velocity P
d m
%%:Pxnw (5.10)

To find P, we first insert ([5.7)) into ([5.8]) and take the dot product with n" from the left
hand side and with n' from the right hand side and get

dn™ . nm . CO . nl
—nl— (O my b= 7 > 7 5.11
g T (@xnt) = e (5.11)
where we insert (5.10) and after the rearrangement of the triple product we get
nm . CO . nl
P-Q) n"xn)=-——>—". 5.12
(P =) (n" xnl) = 7S (512)

If the eigenvectors are such that they form the basis for a right handed coordinate system

nlznzxn3

'n,2 = 'n,3 X fn,l , (513)

'I’L3:TL1X’I’L2
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then since P — Q = 0_ ((P — Q) - n*)n* we get an equation for the angular velocity

P:Q_l(nl'co'n2n3+”2'40'7’53n1+Mn2).

5.14
T ()\1 — )\2) >\2 — )\3 )\3 — >\1 ( )

The equations (5.9)), (5.10) and (5.14)) can be used to calculate the shape evolution

for a magnetic droplet in a rotating flow and in a stationary magnetic field that would
produce the deformation corresponding to ¢ in a non-rotating flow. Alternatively we can
change the reference frame to calculate the shape evolution for a droplet in a rotating (or

precessing) magnetic field as will be shown in the next part.

5.3.2 In-plane dynamics

When the magnetic field is rotating with the angular velocity w = we,, we can change
the reference frame such that the field is pointing in the z axis direction and there is an
additional fluid flow rotating with the angular velocity 2 = —we,. No additional stresses
are formed in this non-inertial reference frame since we are working in the Stokes flow
limit. In this reference frame we can use .

When w = 0, the droplet elongates in the z direction and takes up a prolate shape
characterized by its elongation

0= [E1]w:0. (515)

The conservation of volume puts a constraint on the eigenvalues of the anisotropy tensor

[T_,(1+ X)) = 1, which in the limit of small deformations simplifies to
AL+ A+ A3 = 0. (5.16)

Using ((5.15)) and the constraint ({5.16]), we can write the equilibrium anisotropy tensor

Lo 0
=10 %9 (5.17)
0 _4

With this and setting 2 = —we,, the equation ([5.8]) results in three independent sets
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of equations

(d 1 20
% == <C22 - §> + 2w(s3
d 1
% = ——(C3 —wlpn +wls - (5.18)
t T
dGsz 1 46
T, <C33 + 3) 2w (a3
d 1
% = ——(12 + w3
t T
, (5.19)
don _ 1,
7 —G13 12
dCn 1 20
P Et = .2
dt T (Cll 3 ) ’ (5.20)

The system describes the in-plane motion of the droplet’s shape - when one of the
droplet’s axis is aligned with the field rotation direction. The system describes the
out-of-plane motion and will not be further analyzed in the work. This motion decays
exponentially and the in-plane motion is stable. Finally, (5.20]) is required to satisfy the
volume conservation. Its solution is redundant since the trace of the anisotropy tensor is
always zero as can be seen from ([5.16)).

The eigenvectors of the anisotropy tensor follow the ellipsoid semiaxes and for the

in-plane motion are

n =e,
n® = e, cos(f) +e.sin(B) - (5.21)
n’ = —e,sin(f) + e, cos(B)

Plugging them into (5.7)), we get

Cog = Mg cos?(B) + Azsin?(B)
Co3 = (Ao — A3) cos(B) sin(3) , (5.22)
(33 = Ao sin®(B) + Az cos®(B)

which we substitute in ([5.18)) to get the time derivatives of the eigenvalues of the anisotropy

tensor and the angle 3

(d)\, 1 1)
E —; (/\2 + é - (5COS(2B>)
dAs 1 )
e — . .2
{ o . (/\3 + 3 —|—6cos(25)) (5.23)
s _ W dsin(25)
\ dt a T()\g — )\2)
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In the limit of small deformations, the elongation and flatness parameters, are related

to the eigenvalues of the anisotropy tensor by

1
€1 = §(>\2 - >\3)
. | , (5.24)
€y = 5()\1 — )\2) = 5(-2)@ - )\3)

which we insert into (5.23)) to get how the droplet’s elongation and flatness together with

the angle 5 change with time

% _ _% (61 — 5 cos(28))
% = —% (e2 —dsin®*(B)) . (5.25)
g d cos(pB) sin(B)

. da TEl

The final system of equations (5.25)) contains two phenomenological constants - the
characteristic small deformation decay time 7 and the elongation 0 of the droplet in
stationary magnetic field. These constants can be determined either experimentally or

from an ab initio model such as the hydrodynamic solution described in section 5.4}

5.4 Hydrodynamic approach

We solve the hydrodynamic and magnetostatic problems formulated in sections[3.2]and
3.3 in the limit of small deformations and weak magnetic field using perturbation theory
[109]. Such an approach has been fruitful in describing the dynamics of nearly spherical
viscous droplets in external flows [110], droplets covered in surfactant in external flows
[111], droplets in electric fields [104, [112] and their emulsions [103].

We introduce a small parameter ¢ that is proportional to the small deviation from a

spherical drop. In spherical coordinates
x = rcos(¢) sin(0)
y = rsin(¢) sin(0) , (5.26)
z =rcos(¢)

we can write the shape of a droplet with a small deviation as r = Ry (1 +¢f(0,¢)),
where f (6, ¢) describes the shape and ¢ the magnitude of the deviation. For an ellipsoidal

droplet we will show that the parameter ¢ is proportional to the elongation and flatness
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of the droplet ¢ = O(¢), 2 = O(e).

We write the physical parameters describing the problem in power series of €

v = vy + vy + O(e?),
p=1po+ep+O0(?), (5.27)

far = faro +efary + O(E2).

Parameters with index 0 correspond to the undeformed (spherical) droplet and show the
effects of the magnetic forcing. Parameters with index 1 correspond to the effect of surface
deformation and show, for example, the flow due to surface tension. In the approximate
solution, we assume that the magnetic Bond number Bm is also small, therefore we omit
all terms that scale as O(g?) and O(sBm).

We solve the problem for a stationary magnetic field pointing in the z direction and
then to get the solution for a field that rotates we add a constant flow rotating in the
opposite direction (i.e. we use a reference frame in which the magnetic field is pointing

in the z direction).

5.4.1 Spherical droplet, magnetostatic problem

First we need to calculate the magnetic field inside the droplet. Finding the magnetic
(or equivalently electric) field in a paramagnetic (dielectric) sphere is a classic textbook
problem that can be solved in several ways [2, 15, (94} |113] [114]. Nonetheless, we present
a solution to introduce the method that will be used in the more complex case - the
hydrodynamic problem.

We use the fact that the Laplace equation for the magnetic potential v is au-
tomatically satisfied by a linear combination of spherical harmonics multiplied by appro-

priate powers of r [2]
00 l r l r —1-1
U(r0,6) =Y Y (d}" (?o) +d™_, (E) ) Y™ (6, ), (5.28)
=0 m=—I

where d}"* are coefficients determined by the boundary conditions. The spherical harmonics

are defined as [2]

[+1(1—m)! |
Y70, ¢) = \/2 4; ! El - Zi!am(cose)emﬂ (5.29)
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where P/" is the associated Legendre polynomia]ﬂ For 0 < m < it is given by [2]

(_1)m dl+m

P (x) = 01 (1—2?) R

I3

(% — 1), (5.30)

and for — < m < 0 it is given by [2]

P () = (-1 LT

) (5.31)

It is worth noting a couple of useful properties of the spherical harmonics. They are

orthonormal with respect to integration over the full solid angle [2]

2m ™
/ dgb/ Ynm(e, qb)f/l?”' (‘9, QZS) sin 0df = 5ll’5mm’7 (532)
0 0

where the Y is the complex conjugate of Y, and 0;; is the Kronecker delta. The spherical
harmonics form a complete set of basis functions |[113|, meaning that any reasonably well

behaved function f(6, ¢) can be expressed as a linear combination in this basis
00 l
F0,0) =YY AMY"™(6,9). (5.33)
=0 m=—1

Combining (5.32)) and (5.33)), we get that the coefficients of expansion in spherical har-

monics can be determined by integration

27r T < 7 .
Am = /0 do /0 £(0,6)™ (0, 6) sin 66, (5.34)

For the magnetic field solution to be physical, we keep only part of ([5.28) outside the

droplet
r [e9) l r —1-1
U(r,0,¢)) = D" (R—O) Y'0,0)+> Y DT (ﬁo) Y™0,0),  (5.35)
=0 m=-1
and inside the droplet
!

b 6.6)0 =3 (g) S drYe.6). (5.36)

m=—|

1Some authors [113] place the Condon-Shortley phase (—1)™ in front of Spherical harmonic definition
(5.29) instead of in front of the associated Legendre polynomial definition ((5.30). The convention used
in this work corresponds also to Wolfram Mathematica functions SphericalHarmonicY and LegendreP.
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where we changed the coefficients to capital D for the potential outside the droplet for

further clarity. We also omitted the term proportional to 7%, because it results in zero

magnetic field. From the symmetry in the problem, it is evident that there should be no

dependence on the angle ¢. Therefore, D, | and d) are the only non-zero coefficients.
Next we need to find satisfy the boundary conditions. From (3.10) we see that

r

¢(e)|r—>oo = D(l) <R0

) Y = Hyrcosf, (5.37)

which gives DY = R/ ¥ Ho. From (B.§), at r = Ry we have

oo 4 oo
S Y = Roy| - HY? + Y D0, Y, (5.38)
=1 3 =0

and from (3.7), sincen = e, and e, - V = %, at r = Ry we have

e 1YY = RO,/?HOOYP +) (~1-1)D°% Y . (5.39)
=1 =0

We use the fact that the sum in (5.38)) and ([5.39)) is over orthogonal functions and we
multiply both sides by Y,?(6, ¢) and integrate over the full solid angle, and using (5.32)),

we get a system of equations for the coefficients

le/ = R()\/ %”Hooély -+ Dgllil

, (5.40)
pel'd) = Roy/ T Hoobyy + (="' —1) D%,

. . p- 2Ro Hoo /7 /31t —1

The solution to the system is 0 for all I’ # 1, and d° = %, DY, === W+/2 (r=1)
when ' = 1.

Finally, once we know the coefficients d and D, we can substitute them in ([5.36) and

(5.35)), and write the magnetic potential inside the spherical droplet

A 3RoH
P = . O+ 5 RLOCOSQ (5.41)
and outside it )
L1
9~ R (E R (5) ) cos . (5.42)

We get the magnetic field inside and outside the droplet by taking the gradient of the

36



5 SMALL DEFORMATION DYNAMICS

corresponding potential H = V. To determine the effective magnetic surface force

(3.31)), only the inside field is necessary, which is

@ _ SH 3Ho

= _:02 le, cosf — egsinf] = o 5€= (5.43)
We can easily read that HY = % cosf and H §i) = —f%eg sin f, hence the effective

magnetic surface force (3.31]) for a spherical droplet in a uniform field is

vy (9Bm pu,—1
fm

=7 U an PRI (11r cos® 0 + sin® 9)) . (5.44)

5.4.2 Spherical droplet, hydrodynamic problem

Once we know the forces acting on the droplet - the effective magnetic surface force
fur and the surface tension —v(ky + ko) = —27v/ Ry, we can calculate the flow that arises.
The solution to the Stokes equations also can be expressed in terms of spherical
harmonics. This is the so called Lamb’s solution [115, [116], which for the flow outside

and inside the droplet reads

o© — i 1 _ (I — 2)7’2Vp(_el)_1 n I+ l)rp(_el)_l
2020 - 1) 120 — 1)

(e)
n
= (5.45)
+ [V(ﬁ(_el)_l + V x ('I‘X(_el)_l)} ,
1=0
o) — i L (I + 3)7’2Vpl(i) B l'rpli)
— W 120+ 1)(20+3)  (I+1)(20+3)
(5.46)

+ g Vo + 9 x (md?)],

where where pl(i), p(_el)_l, ;i), ng(_el)_l, Xl(i) and X(—el)—l are solid spherical harmonics (spherical

harmonics multiplied by an appropriate power of r)

n 1 —I-1 1
(4) — r E mym (e) — r E Amym
pl <RO) - a; r;, p—l—l (RO) [ A

=—1 m=—I

n l —1-1 !
% T my m e r my, m
¢z() - (R?O) mg bz Yz ) Cb(fz)q = (ﬁo) m;l Bz YE )
o_(r\'s ©) RN
O () Sav - () X ame

m=—I1 m=—I
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Each term in the first sum in both (5.45) and (5.46) describes the flow arising due to
pressure p( 1) , and p , respectively. The second sum describes the flow that can arise
with zero pressure. The total effective pressure (hydrodynamic plus magnetic pressure)

is then found as
=09 0 =>"p" (5.47)
=1 =0

The coefficients a, A, b, B, ¢, C can be determined from the boundary conditions. The
normal force acting on the spherical droplet boundary that is due to magnetic forcing and

surface tension reads

9Bm u, —1
fu — (k1 + k) = 7[ a

o | 87 (u 2P (pr cos® 6 +sin® 0) — 2| . (5.48)

Expanding it in spherical harmonics (5.33), we get

fr = (ks + o) = = \/_(M— ) 04 2 3Bm(“_1)2Y20. (5.49)

47 (1 +2) Ro 2/57 (1 + 2)?

To satisfy the boundary condition (3.30)), far — (k1 + k2) should be opposed by a hydro-

dynamic stress with the same surface harmonics. Similarly to [112] examining different

summands of (5.45)) and ([5.46|), we see that only [ = 0 and | = 2 are needed. Furthermore,

since the problem is symmetric in ¢, only m = 0 is needed, and the term V x (ry) in
, is not needed. The only remaining non-zero coefficients in Lamb’s solution
are a), By, a3, b9, AS, BY.

Now that there are a finite number of unknown coefficients, the calculations are al-
gebraically cumbersome, but straightforward and were done in Wolfram Mathematica.
The now finite sums of , were substituted in the boundary conditions ,
, . The equations were evaluated at the droplet boundary r = Ry, and ex-
panded in spherical harmonics . To satisfy the boundary conditions for all # and
¢, the coefficients in this expansion should be zero, which gives us 6 equations for the 6
unknowns.

We get that the velocities are

O L, r 3 r\°

vy =—— M, — ) - = (1 + 3 cos(260
0 n(e) [(Lng (R > < 0) ) ( ))
3L4 T
— — 29
+ ( Tl (Ro> ) sm 69] ,

(5.50)
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e 7 1 r\> 3L r\*
7 =—— M. — /=] - — 143 20)) e,
of) = <L2/ (%) -2t (%) >< +3eos(20))e
(5.51)
6L, [\ . .
+ _L2L3/ i sin(26)eq | ,
And the pressures are
2
(%) Y 21)\M2 r
=— 12— M — 143 20)) | = 5.52
(e) Y 2M2 T 3
Y= 143 20 — 5.53
W= e seos2n) /(7 ) (5:5)
where the following notation was used
3Bm i, — 1 3Bm (p, — 1)
Ml = ) 2 = PR
8Ty +2 167 (pr +2)
(5.54)

Li=(2+43)), Ly=(3+2)\),

Ly = (16 +19)), Ly = (19+ 16A).

The velocity streamlines are depicted in figure We see that as expected the
droplet elongates in the direction of the applied field. Evaluated on the surface r = Ry,

the velocity is

Wolrep, = L M, [10(1 + A)(1 + 3cos(26))e,

0 Ly Ly (5.55)
— 6L, sin(20)ey].

5.4.3 Deformed droplet, hydrodynamic problem

To get the next order terms in (5.27)), assume that the droplet is an ellipsoid, whose
longest axis is rotated by an angle [ from the z direction. Up to the leading order in €;
and ey such an ellipsoid is described by

(2 cos(B) — ysin(B))?
R§

2 . 2
€1 — €3 z (y cos(ﬂ) + zsm(ﬁ))
14+265)—
3 +(1+ 62)R3+ I

+(1—2¢) =1. (5.56)
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Figure 5.2: Velocity streamplot of a spherical magnetic droplet (its boundary is depicted
by the circle) with u, = 10, Bm =5, A = 100 in a homogeneous magnetic field along the
z direction. Color indicates the magnitude of the velocity in units of v/n®. The cross
section is taken at x = 0.

Changing into spherical coordinates it becomes

r= RO (1 +5.f(9a ¢))

(5.57)
=Ry (1+a3Y; >+ gy '+ anYy + apYy + a3Yy),

where €f(0, ¢) was expanded into spherical harmonics. The coefficients in front of them

ald = &(el(l + 3cos(20)) + 262),

|27 :
= —22\/1:561 cos(3) sin(B), (5.58)

a5 = — %(el(l — cos(28)) + 262>.

are all O(e) and are

o)
[y

For an ellipsoid the coefficients are the same in front of the spherical harmonics with
opposite m numbers (Y, and Y,7™).
We can express the droplet as a level surface & =r — Ry (1 +¢f(6,¢)) = 0. Then the

normal vector and the curvature can be found by

n= [E} (5.59)
|V§| T=R0(1+€f)
and
]{?1 + k’g = [V . n]T:RO(1+€f) . (560)
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We write both m and k; + ko in Taylor series for small ¢ and Bm and omit all terms
higher than the first power. The magnetic surface force fy; already is O(Bm) and remains
unchanged from the spherical case up to the first order in € and Bm.

Next order corrections avge), 5p§€) and 51}9, epgi) also obey the Stokes equations,
therefore they may be written in the form of Lamb’s solution. Coefficients in the Lamb’s

solution are now found by enforcing the boundary conditions on the full fields 'v(()e) —I—s'vge),

py’ +epi? and o) + vy, pf + epy’

up to first order in £ and Bm.

Just as in the spherical case, we examine what summands of the Lamb’s solution that
need to be attained to satisfy the normal force boundary condition . We see that
only the terms with [ = 2 are needed, the rest are zero. However now since there is no

longer a symmetry around ¢, all m = —I[, ..., [ are needed. Nonetheless, there are now only

a finite number of unknown coefficients that can be found by plugging the full velocity and

pressure fields in the boundary conditions (3.29)), (3.30)),(3.32). The boundary conditions

are evaluated on the deformed surface r = Ry(1+¢f). They are expanded in Taylor series
up to first order of ¢ and Bm. And again we expand them in spherical harmonics and
require that all the coefficients be zero to satisfy the boundary conditions for all 6, ¢.

Solving these equations in Wolfram Mathematica, we get the first order correction

fields

+ L L4(r>—5(r)3 Foe (5.61)
n© \ LoLs \ Ry Ls \ Ry =0 '

(5.62)

L) : : (5.63)
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2F ’
D\ = 5T/ ( - ) , (5.64)

where we introduced

Ey = — 2¢; sin(2f3) sin(20) sin(¢)
+ sin?(0) cos(2¢) (e cos(23) — €1 — 2€3) (5.65)

+ é(B cos(20) + 1)(3€1 cos(20) + €1 + 2¢3),

By —— %el cos(23) sin(20)(cos(26) — 3)
+ 2¢; sin(2p) cos(20) sin(¢) (5.66)

+ sin(20)(e1 + 2¢3) cos*(¢),

E3 = 2cos(¢)[e1 sin(203) cos(0)

+ sin(0) sin(¢@) (€1 cos(283) — €1 — 2¢3)].

(5.67)

The now obtained fields 'vée) + 5’0(16), pée) + ep@ and 'v((f) + 5v(1i), péi) + 5p(1i) are for
the case when the magnetic field is pointing in the z direction. To get the solution for a
rotating field with the angular velocity w = we,, we add a constant rotational velocity
field v,.; = —we, X r to both inside and outside flows. This is equivalent to being in a
rotating reference frame, whose z axis follows the magnetic field.

To find the way the droplet evolves over time, we need only the velocity on its boundary
v®) = [v],_Rry(11ep) (We have added the rotational flow). If the droplet’s shape is described
by r = p(0,¢,t) = Ry (1+cf(0,¢,t)), then the kinematic boundary condition dictates

that ®
op _ w L[ wOp Yy Op
o " \" g * sin(0) d¢ |’ (5.68)

which we evaluate up to the first order in ¢ and Bm. Expanding the droplet’s shape in

spherical harmonics r = p(0, ¢,t) = Ro Y -, an: Lo ()Y ™0, ¢), and plugging it into

the kinematic boundary condition (5.68), we get the time derivatives of the expansion
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coefficients: a2 o2
d_t2 = iwa% — 72
1 _ 2 (V6o +203) - 2. (5.69)
\ddif = iv/6wag + 4\1/;?5 — a?g

Coeflicients with opposite signs in m have the same time derivatives doj"/dt = da;, ™ /dt.
And all time derivatives with [ # 2 are zero. This means that a droplet with an initially

ellipsoidal shape remains ellipsoidal. We have introduced the constants

B —1)°
5 = 9Bm (i )2, (5.70)
321 (py +2)
and
(e)
o Ron'® (3 +2X)(16 + 19)) (5.71)

Y 40(1+X)
As we will show shortly, they are the same constants as the ones used in the phenomeno-
logical approach , but from this hydrodynamic solution we get their explicit ex-
pressions. The elongation in non-rotating magnetic field corresponds to the small
deformation limit of the expressions obtained in works analyzing the equilibrium shape of
ellipsoidal magnetic droplets in stationary field [24} 60, 58]. And the characteristic decay
time of small perturbations from equilibrium corresponds with the one obtained in
other works concerning small deformations of droplets [64} [101].

If we plug the equations into (5.69), and collect the time derivatives of the
deformation parameters €; and €;, and the angle 3, we get the same system of equations
as was obtained with the phenomenological approach . This validates the phe-
nomenological approach and determines the phenomenological constants 7 and §. The
phenomenological equation describing the evolution of the anisotropy tensor is exact

up to the first order in € and Bm
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5.5 Analysis and comparison with numeric simulations and ex-

periment
5.5.1 Fixed points and their stability
The fixed points for the system (5.25]) are

( )
€ = —ou
! V1 4+ 47202

5 1
b= (1o ———— ), (5.72)
273 ( Vit 47‘2w2)

1
pr = —3 arctan(27w) + nw

\

where n is an integer. For stationary field H., (tw = 0), the droplet aligns with the
magnetic field 8* = nm and takes up a prolate shape €5 = 0. For fast rotating field
Tw — 00, the droplet lags the field by f* — —n/4 + n7 and is nearly oblate €] — 0 with
a flatness approaching €5 — /2.

To investigate the stability of the fixed points, we linearize the equations around

them. For small perturbations Aey, Aey, AS from the fixed point, we have

p AEl —% 0 \/% A€1

el _ 1 20w

Sacl=] o 1z l]aal. (5.73)
AB —w/IHEE ~1 Ap

This matrix has the eigenvalues —1/7, —1/7 — 2iw, —1/7 + 2iw, which indicates that
the fixed points are stable focuses. The perturbations decay to the equilibrium while
experiencing an oscillation with a frequency of 2w - twice the frequency of the rotating

magnetic field.

5.5.2 Qualitative behavior of the droplet

We can rescale the deformation parameters by the deformation at stationary field
(6, = €1/, & = €3/0), and we can rescale time by the characteristic small perturbation

decay time ¢ = t/7. In this rescaled form the equations governing the droplet’s shape in
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a rotating field (5.25) read

C;—? = —¢& + cos(205)

© = 4 sin?(9) . (5.74)
d_5~ o cos(ﬂzsin(ﬂ)
\ dt €1

We now see that up to a scaling, the droplet’s behavior in the limit of small deformations
is governed by a single parameter 7w. The parameter Tw is proportional to the capillary
number, which is the ratio of viscous forces to surface tension forces [117].

We can use the fact that ¢; and g form a closed system to visualize the evolution of
them on a phase portrait (figure . The phase portrait is similar to one of a damped
pendulum. If initially the droplet is elongated enough, it overshoots the equilibrium angle
B several times before it settles down. However, unlike a damped pendulum, this system
is completely dissipative and there is no inertia. But just like in the case of a damped
pendulum, there is a competition of two time scales - the characteristic small perturbation
decay time 7 and the oscillation period 7" = 7/w (which is two times smaller than the
magnetic field rotation period).

The significance of the 7w parameter is illustrated in figure |5.4] where an initially
spherical droplet is placed in a magnetic field rotating with different frequencies. If 7w
is small, the droplet reaches its equilibrium shape monotonically. And if the frequency
of the magnetic field is large enough (7w is large), the droplet reaches the equilibrium

undergoing several oscillations along the way.

5.5.3 Velocity field around the droplet and the torque of the droplet

Another benefit to solving the full hydrodynamic problem is that we can visualize the
velocity field around a droplet for different magnetic field rotation frequencies (figure [5.5)).
Visually it seems that the velocity is not rotating, and indeed by integrating the external
stress tensor on the surface of the droplet, we get that up to the first order in € and Bm,

the torque produced by the droplet on the external fluid is zero.
T=-— /r x (6® . n)dS = 0 + O(e2, e Bm, Bm?). (5.75)

The droplet appears to rotate behind the magnetic field, but this effect comes from the

deformation of its surface produced by a non rotating velocity field.
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(a) (:'1/5

2.5/

B,rad

Figure 5.3: (a) depicts the phase portrait of the scaled droplet elongation €;/0 and the
angle 0 between the droplet’s largest axis and the magnetic field. (b) and (c) depict the
change over time of the droplet’s parameters €;/9, €2/0 and 8 which correspond to the
red trajectory in the phase portrait (a). The field rotates with the frequency w = 3/7.

46



5 SMALL DEFORMATION DYNAMICS
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Figure 5.4: Settling to an equilibrium of a droplet that is initially spherical. Each column
corresponds to a different magnetic field rotation frequency 7w denoted above it. Top
row depicts the droplet’s elongation €; and flatness €5, while the bottom row depicts the
angle B between the field and the droplet’s longest axis.

A similar effect was found in [11§], where the authors examined a sesile water (di-
electric) droplets acted upon by a rotating electric field. The droplet motion mimicked a
rotation, however the velocity field was found to be non-rotating.

The torque the magnetic field imparts on the droplet and thus the torque the droplet
exerts on the surrounding fluid is po(47R3/3)M x H .., where M is the droplet’s mag-
netization. It is proportional to Bm (which comes from the vector magnitude product
|M||H |) multiplied by the deformation of of the droplet €;, €5 (which comes from the
misalignment between M and H .; for a spherical drop M and H ., are parallel). There-

fore, next order small deformation theory would be needed to describe the torque.

5.5.4 Comparison with BEM simulations and the limits of the small defor-

mation theory

To validate the analytic results, we use numerical BEM simulations. We simulate
the time evolution of an initially spherical droplet and let it reach an equilibrium shape,
which we then compare against . Simulation is run with the following dimensionless
parameters: Bm = 0.1, A = 100, u, = 10, and the dimensionless frequency of the
rotating field w/(y/(Ryn'®)) varied. Such parameters mean that § = 0.005 and 7 =
96.3/(Ron'® /v). A 3D ellipsoid is fitted to the mesh points of the simulation. From
it we determine the semiaxes’ lengths and their orientations, which we use to find the

deformation parameters €1, €3 and the angle §. Their equilibrium values are depicted
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Figure 5.5: Illustration of the velocity field around droplets that have reached their equi-
librium shape in a rotating magnetic field of different frequencies, which are (a) 7w = 0.1,
(b) Tw =1 and (c) 7w = 10. The elongation in stationary field H ., would be § = 0.3.
The cross-section at x = 0 is shown. Droplet shapes and their longest axis are outlined,
and the velocity magnitude scaled by /7 is shown in color. The plot is made in the
laboratory reference frame, where the magnetic field is rotating in the counter-clockwise
direction and is momentarily pointing along the z axis. The velocity field is such that the
droplet deforms in such a way that its longest axis follows the field.
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Figure 5.6: Equilibrium elongation €;, flatness e; and the lagging angle § as a function
of the rotating magnetic field frequency. In stationary field, the droplet elongates to
0 = 0.005. The lines are the analytic equilibrium values and the red points are
from the BEM simulations. The dashed line in the 3* graph is —7.

in figure Excellent agreement can be seen between the theoretical and numerical
equilibrium values of the deformation parameters. And for the angle § agreement is
excellent when the field rotates slower, but some deviation from the theoretical curve can
be seen for larger rotation frequencies. This might possibly be attributed to the fact that
when 7w is large, the droplet becomes nearly oblate and the angle § as measured between
the largest axis of the droplet and the magnetic field becomes ill defined.

BEM simulations can also be used to find the limits, where the small deformation
theory is applicable. To do that we run the simulation with the following parameters:
w = 0.05/(y/(Ron'®)), A = 100, u, = 10 and Bm was varied. For these parameters
T = 96.3/(Ron'® /) and § varied. The results can be seen in figure We see that to
have less than 10% error, the small deformation theory should be used for weak enough
magnetic fields such that § < 0.3.

For the chosen magnetic droplet and rotating field parameters, the droplet’s behavior
qualitatively agrees with the small deformation theory up to Bm < 12 or § < 0.6.
The droplet is quasi oblate (€5 > €;) and both deformation parameters increase as Bm
increases. However, when the field strength reaches a critical value Bm ~ 13 or § ~ 0.65,

the droplet strongly elongates reaching €; ~ 2.7 and become nearly axisymmetric e ~ 0.03
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Figure 5.7: Equilibrium elongation ¢; and flatness €, as a function of the rotating magnetic
field strength as measured by the droplet’s elongation in stationary field 6. The frequency
of the field is such that 7w = 4.8. The lines are the analytic equilibrium values and
the red points are from the BEM simulations.

Figure 5.8: Experimental stationary shapes of magnetic droplets in a rotating magnetic
field with different frequencies. The red line denotes the droplet’s longest axis and the
yellow arrow is the magnetic field direction. The field poHs = 510 pT' is rotating coun-
terclockwise in the plane of the image. The white scale is 10 um long. The droplet’s
shape in the rightmost image is nearly circular from this viewing angle, therefore it was
not possible to accurately determine the direction of its largest axis.

before the simulation breaks down due to the inability to adequately describe the large
curvature of the droplet. This bifurcation is not described by the small deformation theory

up to first order in Bm and ¢.

5.5.5 Comparison with experiments

We first observe a droplet obtained by phase separation (droplet 1 in table . Mag-
netic field of magnitude poH. = 510 p1" was applied with different rotation frequencies
f = w/(2m). Such magnetic field when stationary resulted in the elongation of the droplet
d = 0.25 £ 0.01. (The error here might be underestimated, since, as will be shown later,
there is a constant parasitic background field disturbing the measurements.) The droplet’s
shape is tracked as the magnetic field rotates (figure [5.8]).

From the two deformation parameters only €; can be detected directly, which together
with the angle § between the magnetic field and the droplet’s largest axis is shown in
figure 5.9, The data for €; is very noisy, however [ is more stable and can be analyzed for

all frequencies except 0.8 Hz. Visually it is evident that the exponential transition to an
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Figure 5.9: The elongation ¢; and the angle 5 droplet makes with the magnetic field as
a function of time. For the first seconds the magnetic field pgH., = 510 T is stationary
and then it’s frequency is increased. The effect of the constant background field can be
seen as periodic spikes in both ¢; and . When the rotation frequency is 0.8Hz, 8 can no
longer be determined since the droplet is nearly circular in the microscope.

equilibrium happens fast and nearly all of the time when the field of a particular frequency
is applied, the droplet has already achieved its equilibrium angle 5*. The oscillations in 3
are due to the background parasitic magnetic field, which for smaller rotation frequencies
even results in the droplet seemingly leading the magnetic field during some parts of
the rotation. To get the experimental equilibrium value *, we average all the 8 values
during the time a field of a particular frequency is applied. To estimate the error, we
calculate the standard deviation of it. Knowing * and the field rotation frequency, we
can calculate the characteristic small deformation decay time 7 from . The error in
T is estimated by varying the angle * within one standard deviation. The calculated 7
values are constant within the margin of error and are 7., = (0.11 £ 0.03)s (figure
(a)), where the average value was calculated using inverse squared errors as weights.
According to the small deformation theory, there is another way to determine 7. When
a droplet relaxes to the equilibrium shape in stationary field, its elongation €; reaches
exponentially to the equilibrium value with a characteristic time of 7. Setting w = 0 and
B =0 from (5.25)) we have
(e —€) o eV, (5.76)

where €7 is the droplet’s final elongation. We elongate the same droplet (droplet 1 in table
and let it relax in zero applied field to find that this decay time is 7, = (7.7 £ 0.2)s
(figure [5.10] (b)). The droplet does not reach zero elongation when the field is turned
off. It settles to €] = 0.052 £ 0.001, which indicates that there is parasitic background
field in the experimental setup. Estimating from the measurements on a different droplet

(section [4.4.4) that the surface tension is ¥ = 9.3 - 107"N/m and the relative magnetic
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Figure 5.10: (a) the values of the small deformation decay time 7., as calculated from
the equilibrium angles 5* in a rotating magnetic field for different rotation frequencies.
(b) The relaxation of €; when the magnetic field is turned off. The data points are fitted
with a decaying exponential function to determine the small deformation decay time 7,;.
According to the small deformation theory, 7,,; should be equal to 7.

permeability is p, = 34.8, and having Ry = 7 um, from we get that the background
field has a component in the plane of the image of approximately 96 pT". This parasitic
field has a noticeable influence on the experimental results, since its roughly 19% of the
rotating magnetic field strength.

According to the small deformation theory 7., should be equal to 7., however ex-
perimentally there is a discrepancy of nearly two orders of magnitude. To see whether
the magnetic field magnitude influences 7, another experiment was done, this time on
a different droplet (droplet 2 in table [3) with radius Ry = 1.5 um, which remained un-
changed during the whole experiment. The droplet was elongated by applying stationary
magnetic field poHy = 466 pT', and the droplet exponentially approached the elongated
shape (¢} = 0.075+0.001) with the characteristic time 7 = (6.65 + 0.02)s. Then the field
was turned off and the droplet relaxed to a nearly spherical shape (e = 0.0083 £ 0.0002)
with the characteristic time 7 = (4.02 £ 0.02)s. While the influence of magnetic field on
the characteristic time 7 cannot be ruled out, the difference in the last experiment was
nowhere close to the difference between 7,,; and 7,.;. Furthermore, in the last experiment,
the existence of the magnetic field resulted in a slightly increased 7 - the opposite was
true for the rotating field.

There are not many experimental works that quantitatively examine the motion of a
single magnetic droplet in a weak rotating field. One such experiment was done in [92],
where a mineral oil ferrofluid droplet (droplet 3 in table [3) with p, = 4.5 was suspended
in a glycerol-water mixture of the same density. The paper reports the viscosity of the

ferrofluid of ) = 3 mPa- s and the external viscosity 7'© = 120.6 mPa - s, which means
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that A = 0.025. The surface tension is reported to be around v = 2.5 mN/m, the external
field used was poHs = 4.7 mT and it was rotating with f =1 Hz. Examining the last
frame of the figure 5 in [92], it was determined that the undeformed droplet’s radius was
around Ry = 0.55mm, and the equilibrium elongation in this rotating field was €] = 0.55.
From these parameters, the magnetic Bond number in the experiment was estimated to be
Bm = 48.5, which according to the equation ([5.70) means § = 1.2. From the theoretical
equation (5.71f) we get 7., = 16.4 s. However, using the expression for the equilibrium
elongation €] in a rotating field , we get that 7., = 0.16 s, which again is two orders
of magnitude smaller than expected. Even though the small deformation theory is not

precise in the case when § > 0.3, such a big discrepancy is unexpected.

’ H Trely S ‘ Troty S ‘
Droplet 1 7.7£0.2 0.11 +0.03
Droplet 2

feld on 6.65 + 0.02
Droplet 2
fold off 4.02 +£0.02
Droplet 3 || 16.4 (theoretical) 0.16

Table 3: The characteristic small deformation decay time 7, as measured with the re-
laxation experiment using the formula (5.76), and 7,.,; as measured from the droplet’s
equilibrium shape in a rotating field using the formulas (5.72]).

5.6 Summary and discussion

We have solved the problem of a magnetic fluid droplet in a rotating field analytically
in the limit of small deformations and weak field. In particular, the solution is found up
to first order in € and Bm. Comparison with numerical simulations show that the small
deformation condition is valid when 0 < 0.3, where § is the parameter expressed in the
equation (5.70). In this limit, the shape of the droplet is governed by a system or three
nonlinear differential equations . The qualitative behavior of the droplet is deter-
mined by a single dimensionless parameter 7w - the product of the characteristic small
perturbation decay time and the angular frequency of the rotating field. 7w determines
whether the droplet will undergo oscillations in shape as it settles to an equilibrium, and
whether in equilibrium the droplet will be more flattened or more elongated.

Some interesting peculiarities in the solution can be seen. The system is completely
dissipate, however, despite that in a rotating field there can be oscillations in the droplet’s

shape. A phase portrait of the droplet’s shape parameters (figure is similar to that
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of a damped pendulum. This is the result of the interplay of two characteristic time
scales: the small perturbation decay time 7 and the half-period of the rotating magnetic
field 7/w. In equilibrium, the droplets pseudo-rotate following the magnetic field. This
apparent rotation produces zero torque on the surrounding fluid, and the motion is the
result of surface deformations.

According to the small deformation theory, the value of the small deformation decay
time 7 should be the same in a rotating field and in a stationary or zero field. Experi-
mentally the value 7,.; describing the exponential approach to the equilibrium shape is a
couple of orders of magnitude larger than the 7., obtained from the equilibrium shape of
the droplet in a rotating field. This indicates that the magnetic fluid model described in
chapters [3.2 and while able to qualitatively replicate the experiment, has a significant
quantitative disagreement when a rotating field is applied. This disagreement seems to be
there both for phase separated magnetic fluid droplets and ones obtained by introducing
ferrofluid in an immiscible carrier fluid. Examining , it appears that in the rotating
field the droplet seems to have effectively larger surface tension or smaller viscosity com-
pared to a stationary or zero field. We can hypothesize some internal organization of the
nanoparticles in the concentrated magnetic fluid droplet, which would not respond at the

same time scale to a rotation and to a relaxation.
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6 Boundary element calculations

6.1 Introduction

By formulating the problem in boundary integral form, we arrive at equations that
only need to be evaluated on the droplet’s surface. Numerically solving boundary integrals
is the basis of the boundary element methods (BEM) [77, |78].

Some advantages of BEM is that the only domain that needs to be discretized is the
droplet’s surface. And in doing so, the problem is solved for infinite domain, since, as
it will be shown, the velocity or the magnetic potential can be found anywhere by an
integral on the surface. BEM is also well suited for free surface problems since the mesh
can be moved with the calculated velocity, however some mesh upkeep is necessary. The
complexity of the algorithm scales as O(N?), where N is the number of surface elements.

There also are some limitations to BEM. Most notably - the integral kernels con-
tain singularities that need special care to be accurately numerically integrated. The
discretized integrals form linear systems with dense matrices, which complicates their
solution. BEM can only be used to solve linear differential equations that have known
Green’s functions. Fortunately in our case these limitations can be overcome.

BEM has already been proven useful in calculating the equilibrium shapes of magnetic
fluid droplets in infinitely fast rotating fields, where the characteristic surface deformation
time 7 is much larger than the field rotation period [62]. In that work the authors assumed
that the viscosity of the droplet is equal to that of the surrounding medium i.e. A = 1,
which significantly simplifies the equations. This does not impact the equilibrium shape,
however, it does not allow for the calculation of the non-equilibrium dynamics of the
droplets when A # 1, which is often the case experimentally. BEM has been used to
successfully calculate the dynamics of highly-deformed viscous non-magnetic droplets with
A # 1 in an external flow 79} [80, [81]. Here we expand the algorithm in [62] to be able to
calculate the dynamics of the droplets when A # 1. The code of the BEM simulation for

calculating magnetic droplet dynamics is available in GitHub [119].
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6.2 Integral representation of the magnetostatic problem

A Green’s function I' of the Laplace equation (3.6 satisfies the Laplace equation

together with a point forcing term [77, [7§]
Al' +(x —y) =0, (6.1)

where ¢ is the 3D Dirac delta function, and the forcing is being done in point y. For

infinite domain, the Green function for the Laplace equation is |77, |7§]

[z, y) =

4| X |

where X = x — y.
It is easy to see that any two twice differentiable functions ¢/, and v, satisfy Green’s

second identity |78, [113]

V - (1 Vihy — 0o Vihy) = 01 A%y — Aty (6.3)

If we set ¢y = 1, where 1) is the magnetic potential that satisfies (3.6]), and ¢; = T, we
get
V- (VY — ¢ VT) = AT = é(x — y). (6.4)

Integrating (6.4)) over the droplet’s volume V) and using the properties of the Dirac
delta function and the divergence theorem (f,, V - fdV = [ f - ndS) we have [62, 7§

( ) .
PO (y),ify e V1
. . (%)
/ I(z,y) V09 (2) - nydS, — / VO (2)V, (@, y) - nadS, = ¢T<w fyes .
S S
0,ify e V©
(6.5)

where n, = n(x) is the outward normal vector of the droplet, and index z in V, and dS,
denotes that the differentiation or integration is carried out with respect to x. Special
care should be taken in the case when y € S, which is further detailed in the appendix
A5l ¢ is now ¥, since we integrated inside the droplet, V(¢ is the volume outside the
droplet and S is the droplet’s surface.

Similarly, we integrate (6.4) over V() and using the divergence theorem rewrite it

as a sum of integrals over the surface S of the droplet and a surface S, far away from
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Figure 6.1: Sketch of the integration volume V(¢ between the droplet S and a surface far
away from the droplet S..

the droplet (figure , where the perturbations in ¢(¢) due to the droplet vanish (i.e.
w(e) = e ON SOO)

/ [, yY) Vit (T) - NoozdS, —/ Voo () VI (X,Y) - NoozdSy+
Soo
—|—/SF(a:,y)wa(e)( )+ (—ng)dS, —/w 2)V.T(2, 1) - (—ng)dS, —

0,if y € VI (6.6)

(e)

W (y), if y € V©

where again n, is the outward normal vector of the droplet, 1 = (¢ since the integral
was over V() and n. is the outward normal from the integration volume on Ss. The
case when y € S can be evaluated the similarly to equation . The integrals over S,
equal ¥ (y) as can be seen from and the divergence theorem. This results in the

equation for the external magnetic potential

waw—éwamVﬂ@<>nm5+/w 2)V.T(2,y) - 114dS, =

(

0,ify e VO

(e)
v 2(y),ify€S

W )(y), if y € V©

\

If we know the distribution of 1) and n - Vi (either internal or external, since we can
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6.2 Integral representation of the magnetostatic problem

get the other one from the boundary conditions (3.7)), (3.8)) on the droplet’s surface, we
can use the equations (/6.5 and to calculate the magnetic potential in any point in

the space inside and outside the droplet, respectively.

6.2.1 Boundary integral equation for the magnetic potential

Now we look at the case when y € S. Multiplying (6.5) by u., adding (6.7) to it
and taking into account the boundary conditions ({3.7)), (3.8]), after rearrangement we can
write a boundary integral equation for the magnetic potential 1) on the droplet’s surface

[62]
 29(y)
=

v(y) 2l [ v@)V.T@.y)  ngds. (63

On the surface (® =@ hence the suffixes are omitted.

The integrand in scales as O(| X |™') as & — y, which can be seen by expanding
V.['(z,y) - n, in Taylor series for small X in a local coordinate system centered on
y (figure [6.2). ¢(z) is assumed to scale as O(1) as @ — y. It is worth remembering
that X - n, = O(|X|?) as & — y. Integrating over an area, the O(|X|™!) singularity is
considered weak since the integral is convergent [120], as can be seen by integrating the
singular region in local coordinates centered on the singular point: a term proportional

to | X| arises from the differential area, which cancels out the singularity.

Z)

A

X

Figure 6.2: Local coordinates of a given point on the droplet surface have the z axis
pointing in the direction of the normal of the droplet and the origin laying on top of the
surface. Close to the origin, the droplet’s shape is a paraboloid z = f(x,y) = Ax? +
Bxy + Cy?. The radius vector becomes x(z,y) = re, + ye, + f(z,y)e,, and the normal
vector and curvature can be found from differentiation of f(z,y).

Nonetheless, it’s possible to get rid of the singular behavior of the integral all

together to facilitate its numeric evaluation. We can use a technique called singularity
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6 BOUNDARY ELEMENT CALCULATIONS

subtraction |62} 77, 121]. We use the identity
1
/ V.I(z,y) nydS, = —5 (6.9)
s

whose derivation is in the appendix [A.6] We multiply by 2¢(y)(pr — 1)/ (pr + 1)
and add it to the right-hand side of and subtract (—1/2)2¢(y)(p, — 1)/(pr + 1) to

maintain the equality.
After some algebraic manipulation we arrive at the regularized boundary integral

equation for the magnetic potential

b(y) = booly) — (1r — 1) / (@) — () Vol (@,y) nedS,.  (6.10)

S

The integrand here scales as O(1) as  — y. It can be seen by noting that for smooth

magnetic potential ¢(x) — ¥(y) = [Vi)|p—y - X, which scales as O(| X|) as ¢ — y.

6.2.2 Eigensolutions to the homogeneous boundary integral equation for the

magnetic potential

The integral equation can be written in the form

_ 2 (y)

V(y) |

+ 2M / () V. I(x,y) - nedS,, (6.11)
s

where M = —(u, — 1)/(tr + 1). Tt can be shown that when M = —1, there exists a

non-trivial solution for the homogeneous problem
bly) = 2M / (@) VT2, y) - nadS,. (6.12)
To see that, we multiply by —2C, where C'is a constant, to find
C = —Q/SC’VJ;F(a:,y) “MedS,. (6.13)

Y(y) = C is a solution to when M = —1.

This makes the boundary integral equation is ill-posed, when M = —1, since an
arbitrary constant can be added to the solution. In practice this means that when u, > 1,
a numerical error is introduced that changes the true solution to ¥ (y) by some small

constant. If the boundary integral equation is solved iteratively by successive substitutions
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6.2 Integral representation of the magnetostatic problem

W) =20 /(y — 1) + [ ™ VT - ndS, it might not converge when p1, > 1 [77].

In our approach we do not solve the integral equation iteratively, and afterwards only
the derivatives of ¥ (y) are used. Therefore, there is no need to remove the unwanted
eigensolution to the homogeneous boundary integral equation. However, that will not be

the case for the boundary integral equation of velocity, which we will examine in section

0.5.2.

6.2.3 Calculation of the magnetic field

To calculate the effective magnetic surface force (3.31]), both the magnitude of normal
HY and tangential Ht(i) magnetic field on the surface is necessary. Since in the numerical

) can be accurately calculated

simulations the mesh is on the surface of the droplet, Ht(i
by numerical differentiation

HY =P, -V, (6.14)

where P = | — nn is the operator for projecting a vector on the droplet surface.
To find HY once 1 is known, one can use (6.5) to get a boundary integral equation

for the normal component of the magnetic field

[ 0@r@ys, = "2 [ @) V.re.y) - nads. (6.15)
S S

however, it is a Fredholm integral equation of the first kind and their solutions are prone
to errors [62, 77]. An intuition of why that is the case can be gleaned by the observation
that if H{” is a solution to (6.15)), then so is HY +b, provided that Jsb(x)T (2, y)dS, = 0.
b could be a rapidly oscillating function, but whose integral is zero. Such a limitation is
not experienced by (6.8)), which is a Fredholm integral equation of the second kind for
[77]: 4 is both under the integral and directly added to the equation.

Therefore, different approach is used for finding a.

Since there is a discontinuity
in the magnetic field across the droplet boundary, it can be represented by an equivalent
fictive surface current density K such that B(®) — B® = ;K x n [94]. Taking a cross

product with n and noting that K is orthogonal to n, we get on the surface

1 . ~1
K=—nx(B®_-B®) =_1"_pn.B@ (6.16)
Ho Ho

where for the last equality we use the continuity of the tangential component of the H

field: n x (H & —H (i)) = 0. This fictive surface current produces the perturbation in
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6 BOUNDARY ELEMENT CALCULATIONS

the external magnetic field described by the Biot-Savart law [62, 94]
B© / K(z dS,. 6.17
(v) = « X7 (6.17)

Plugging (6.16]) into ( and noting that n x B(®) = n x B( ©) , we get an equation for
the magnetic field outside the droplet that only requires the knowledge of the tangential

component of the field

BO(y) = Buoly) ~ (1~ 1) [

i (nm X Bt(e)(az)> x V,I(x, y)dS,. (6.18)

Letting y approach the droplet surface the expression becomes (derivation is in appendix

x7)

(na x B{(@) x V.I(@.y)ds, - (v).

(6.19)

B®(y) = Boo(y) — (1t — 1)7’/

S

where P denotes the Cauchy principal value of the integral, which is needed to evaluate
it, since the integrand is strongly singular: it scales as O(|X|™?) as * — vy, and the

integral is therefore divergent. Multiplying by mn, and switching to H () we arrive at an

expression to calculate H,(f) knowing Ht(i)

, . _1 .
HO (y) = H”(/?j) My _ ’“‘TM n, - P /S (nw x Ht‘”(w)) « V,D(z,y)dS,.  (6.20)

Calculating the Cauchy principal value is hard to do numerically, therefore to reg-
ularize , we first rewrite it using the Jacobi identity for the vector triple product
(ng x Hy) x VI' =ny, x (Hy x V') — Hy X (ng, x V'), and we expand the first term
on the right hand side as n, x (Hy x VI') = H¢(n, - VI') — VI'(n, - Hy). But we note
that n, - Hy = 0. This leaves us with

, H(y) n F—1
HT(LZ)(y): (y) Yy _,U'u nyp/s[

fr (6.21)
H (@) (n, - V. (2,y)) - HY (@) x (ng x V.I(z,9))]dS.,
where now singularity subtraction can be performed using the identities and
73/71,3c x V. I'(x,y)dS, =0, (6.22)
S
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6.2 Integral representation of the magnetostatic problem

whose derivation is in the appendix [A.8] After singularity subtraction, noting that

Ht(i)(y) -n, = 0, we arrive at the regularized expression to calculate HY

i H(y) n pr — 1
HY () = =ty /n[

HO @)~ HO ()] (e 9.0 (@, y) = [HO @) = HO )] % (0 x DT (@,9) |45
(6.23)

whose integrand now scales as O(|X|™!) when & — y, and the integral converges.

6.2.4 Effective magnetic surface force of finitely and infinitely fast rotating

magnetic field

When the external magnetic field H, rotation frequency is finite, at each time step
t the resulting field H(H ) is calculated for the background field pointing in the appro-

priate direction according to the formula
H ., = H cos (wt)e, + Ho sin (wt)e,,. (6.24)

Afterwards, the effective magnetic surface force is found according to the formula ((3.31))

modified to use the pressure scale v/Ry

(i) 2 (i) 2
fu = 2 =1 { (HH—@)) ¥ (HH—(?’)> . (6.25)

When the rotation period of the magnetic field is much shorter than the characteristic
droplet shape perturbation time 27/w < 7, the effective magnetic surface force can be
averaged over the rotation period [62]. Due to the linearity of the magnetostatic problem,

the resulting field follows the superposition principle
H(aa + 0b) = aH (a) + SH (b). (6.26)
We set o = Hy, cos (wt), a = e,, f = Hysin (wt), b= e, to get

H(H. )= H.cos(wt)H(e;) + Hosin (wt)H (e,). (6.27)
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6 BOUNDARY ELEMENT CALCULATIONS

Then the effective magnetic force becomes

fop = L Bm
M_RO 8w

+ [cos (wt) Hy(e,) + sin (wt) Hy(e, )] )

(sr = 1) (11 cos (wt) H(e,) + sin (wt) H e,
(6.28)

Averaging over the rotation period T' = 27 /w, we get the effective magnetic surface force

for infinitely fast rotating field

T
(far) :%/o Judt =

v Bm
R(] 167

(6.29)
(1r — 1) (ur [Hy(e) + H(ey)] + [Hi(es) + Hi(ey)] )

In summary, to calculate (fys), we calculate the resulting field for two background fields

e, and e, and then use the formula (6.29).

6.3 Integral representation of the hydrodynamic problem

Let us consider the Stokes equations with a point force acting on the fluid
—Vp+nAv+bi(x —y)=0, V.-v=0, (6.30)

where b is an arbitrary constant vector describing the magnitude and direction of the
force. Alternatively, using V - v = 0 and the definition of hydrodynamic stress o;; =
—0;;p + 1n(0jv; + Ov;), we can write

8Jij

o, +bid(x—y)=0 (6.31)

The solution to (6.30) and (6.31)) can be expressed through Green’s function tensors
G, P and T [77.[122]

1 1 1

where the factors before the expressions are a matter of convention. The tensor T used
in the expression for the hydrodynamic stress tensor is 77} 122]

0Gy , 9y

Tiir = —0:. P
ik k5T oxy, 0x;

(6.33)
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6.3 Integral representation of the hydrodynamic problem

In infinite domain the Green’s function tensors are [77, (78| |122]

0ij | XiXj X; X, X, X,

where it is reminded that X = o — y. For infinite domain G is sometimes called the
Stokeslet.

Two solutions (v,o) and (v’,0’) for the Stokes flow satisfy the generalized Lorentz
reciprocal identity [116] (derivation is in the appendix

a 80" 80'/

/ / 1YYk ik
— V.0 —V;0,1.) = U, ——— V; .
( it ? zk) i a L la L

&ck

(6.35)

Identifying (v’, o) with the solution resulting from a point force acting on the fluid, and

(v, o) with the solution to the unforced Stokes equations, we get

0 1 1
8_xk (%Gijbjaik - Uz'8_7TTz‘jkbj> = v;ibid(x — y), (6.36)

where we used ([6.31]) for the right-hand side. Since b is arbitrary, we have

1 0 (1
8_7r(9_x] (EGikUij - Uv;Tz'kj) = vp0(z — y). (6.37)
Integrating (6.37)) over the droplet’s volume V(® and using the properties of the Dirac
delta function and the divergence theorem ( fv V. fav = | ¢ f - ndS) we have

( . .
o (y), ity € VO
1 . 1 [ 0
) /S Gir(, y)o ) ()nejdS, — /5 o @) T, g, = W) sy g
\ 0,ify e Ve

(6.38)
where the index x indicates that the normal vector is evaluated at point . The case when
y € S is looked at in the appendix Similarly we integrate over V. Using
the divergence theorem we rewrite the integral as a sum of integrals over the surface S
of the droplet and a surface S, far away from the droplet (figure . On the far away

surface the perturbations in v(®) and o(® due to the droplet vanish (i.e. v(®) = vy, and
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6 BOUNDARY ELEMENT CALCULATIONS

0® =0, on S,). We get

1 1
87‘('—77(6) /Soo le(w? y)UOOij(w)noomdex - 8_7T/ Uooi(“")Tikj (w7y>nooxjdsx+
1
+87T77(e) /SG (w y) ( )( n:t:] dS __/ 1].3] x y)(—nxj)dsx:
( 0,ifyecv®  (6.39)
(e)
— ¢ U Q(y)7 ifyes

v\ (y), ify e VO

Since m is the outward normal of the droplet, and it is pointing inside the integration

volume, a minus sign is in front of it. The case when y € S was evaluated similarly as in

(6.38]). The integrals over Sy, equal voo(y) as can be seen from (6.37)) and the divergence

theorem. This results in the equation for the external velocity field

1 e
Vook (Y) — 8777](6 /sz x,y) z(j)( )nx]dS +8_7r/ z()(w)Tikj(wvy)n:vdex:

0,if y e V®
(6.40)

I
\
<
O
—~
~—

y,ifyeS

N}

v\ (y), ity e V©

\

If we know the distribution of v and o on the droplet’s surface, we can calculate the

velocity anywhere in the surrounding fluid or inside the droplet by the use of equations

and (0)

6.3.1 Boundary integral equation for the velocity

We observe the case when y € S. Multiplying (6.38) by 7 and (6.40) by 7
and adding them, after some algebraic manipulation we arrive at the boundary integral

equation for the surface velocity of the droplet

2
e

1 1
T N 4@ /SfM(m)Gik(m,y)nmde

1 v
B 14+ A 47]'77(6) /S (kl (113) + kQ(m)) le(wa y)nmdsx

1—-)21
Ui(m)Tz'kj (337 y)nxdem
S

ve(y) =

(6.41)

T\ dr
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6.3 Integral representation of the hydrodynamic problem

where we remind that )\ is the ratio of internal to external viscosity. We used the dynamic
boundary conditions (3.30)) and ([3.32) to rewrite the stress difference across the boundary

in terms of the effective magnetic force and the capillary force
(0'(6) — O'(l)) -n + an — ’7(]{31 + k‘g)’n, = 0. (642)
All the integrands in ([6.41]) scale as O(] X |™!) as @ — y, therefore the integrals converge.

6.3.2 Eigensolutions to the homogeneous boundary integral equation for the

velocity

The integral equation (6.41]) can be rewritten as

() = Flw) + r g [ (@)@ )n.ydS. (6.43)

where all the terms not containing the velocity are inside the forcing function F' and
k= (1—X)/(1+\). It is known [77, 116} [122] 123] that for k = 1 and k = —1 there exist

non-trivial solutions for the homogeneous problem

1
vk(y) = /<;4— vi() Ty (2, Y)ng;dS,. (6.44)
T Js

This makes the boundary integral equation ill-posed when x = =41, since an arbitrary
multiple of the solution to can be added to the solution of . In practice
this introduces errors in numerical solutions when A < 1 and A > 1 and solving for v by
iterative substitutions v\ = Fy 4 x/(47) [ 8 v Ty ;dS, might not converge [77]. This
is significant for our case since experimentally A for magnetic droplets can be as large as
1400 (section [4.4.5] [62]) and as small as 0.025 [92].

To arrive at the eigensolution corresponding for k = —1, let us examine the integral

representation of the velocity inside the droplet (6.38]), when y € S

1

Ul(c)(y) = W/Ssz(wu y)az‘(j)(w)nxjdsz - E /sz( )<m)Tzk1(m7y>nxdex (645>

Clearly ((6.44)) would be satisfied by such a flow v,(f), whose corresponding hydrodynamic

stress tensor satisfies f N Gikag) n;dS; = 0. One such flow is the solid body motion
v=V+Qxz, (6.46)
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6 BOUNDARY ELEMENT CALCULATIONS

where V' and €2 are arbitrary constant vectors. For solid body motion, the stress tensor is
0ij = —pd;j, where p is just a constant pressure. Using the identity (proof is in appendix

A 11)
/ Gir(x, y)ngdS, =0, (6.47)
S

we see that indeed for solid body motion f s Gikoi(;)ndex = 0 and it is an eigensolution
for k = —1 or A — oo.

Next, to get the eigensolution for k = 1, we examine the integral representation of the

velocity outside the droplet (6.40]), when y € S. We set vo, =0

1

€ 1 €
/ G, y)o ) (@)nadS, + — | ol (@) T (@, y)nadS,. (6.48)
S S

The solid body motion is not an eigensolution for this case, since we require that the
velocity decays to zero far away from the surface. A flow that is an eigensolution is the

expansion or contraction of the surface, i.e. a flow in the direction of the surface normal
v =Cn, (6.49)

where C is a constant. Let us now illustrate that it indeed is the case. The flow rate

through the droplet’s surface is

Q= /S'v -ndS = CS, (6.50)

Viewing from far away, the flow due to the droplet can be represented as a flow arising

from a point source [124],

_ Q=

Voo = ———
A 3’

Poo =0, oo =21 (— — 3—) , (6.51)

where @ here is the radius vector originating from the droplet. As x — oo, the velocity
indeed vanishes, but now we see the asymptotic behavior. In absence of force sources, the

force transmitted through any closed surface is the same and we have

/Sagj)<m)nxjd8x = / Uooij(w)na;jdsx =0, (6.52)

e}

since S, o %, but oo o 73, But for such a flow (v = Cn), on the surface S we have

(0;v;+0;vj)n; = 0. This can be seen since (9;in;)n; = 0;(n;n;)/2 = 0, and since the normal
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6.3 Integral representation of the hydrodynamic problem

vector is a gradient of a level surfacﬂ n =V f, then (9;n;)n; = (05 f)n; = (Oiny)n; = 0.
But that means (6.52)) becomes

/p(e)(a:)nmdS:C =0 = p'9|,es = const. (6.53)
s

And therefore fs Gik(m,y)ai(;)(m)nxjdsx = const fs Gir(x,y)ng;dS, = 0, which means
that flow proportional to the surface normal vector is a solution to the homogeneous

problem ([6.44)) to for k =1 or A = 0.

6.3.3 Wielandt’s deflation

It is possible to formulate an equivalent problem to that has the unwanted
eigenvalues and eigensolutions removed. This is done by a technique called Wielandt’s
deflation [77, |116} 123]. Similarly how it is done in [77], we will illustrate the idea of
Wielandt’s deflation by drawing parallels with linear algebra.

A corresponding problem to the integral equation ((6.41)) is
Tr; = /ﬁ)Aij.’L'j + bi> (654)

where @ is the vector to be solved for, A is a given matrix, b is a given vector and x is a
given number. Let matrix A have an eigenvalue A and the corresponding eigenvector z, i.e.
A;jz; = Az;. Then if kK = 1/, the solution to the equation (6.54)) can be approximately
augmented by a multiple of z, which leads to poor convergence.
Let us consider a "deflated” matrix B;; = A;; — \2;2;/|2|*. We can verify that for this
matrix, the eigenvalue for z is set to zero
Zj

B,;ij = Aiij — )\Zzwzj = )\Zz — )\Zz = O (655)

With this matrix, the equation ([6.54)) becomes

ART - 2

Z; = lQBl'jl'j + bi, (656)

SNPR

2If the droplet’s boundary is a level surface ((x) = 0, then the normal vector is n = V(/|V(|. But
we can construct another function f = {/|V{|. f = 0 clearly still describes the droplet’s boundary, and
we have V f = V(/|V(| + (V(|V¢|™!) = n, since the second term vanishes on the surface.
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6 BOUNDARY ELEMENT CALCULATIONS

Since B;;z; = 0, we are motivated to introduce a new unknown vector y

(6.57)

79

where with "prime” we denote the projection ' = z(x - z)/(z - ) on the eigenvector z.

The equation (6.56)) then becomes

Yi = KBiy; + by,
or (6.58)

Y; = liAijyj — )\I{y; —|— bz

Scalar multiplying z with (6.57), we get @ - 2z = y - 2 + Ak@ - z. Expressing x - z and
plugging it back into (6.57)) we get an equation to retrieve & once y is found

A . A
e LY (6.59)

R Ve P A gy v

The "deflated” equation (6.58)) is no longer ill-posed when k & 1/\ and can accurately
be solved numerically for y. Afterwards, the original unknown @ can be found (6.59)). This

deflation should be done for each eigenvector and eigenvalue that would hinder accurate

solution of (|6.54]).

Analogously, for boundary integral equations we can use a similar procedure. In vector

function space, the scalar product is defined as [77]

(u,v) = /Su(m) -v(x)dS,. (6.60)

Instead of solving for v using (6.41)), we first solve for an auxiliary field w using a "deflated”
boundary integral equation (analogous to (6.58))

1 , J—
wi(y) = Fr(y) + /QE /Swi(w)Tikj(m, YN dS, — f‘iwk(l)(y) + /fwk( 1)(y)> (6.61)

where now k = (1 — A)(1 + A), A is the viscosity ratio, and F'(y) (analogous to b;) is the
forcing function - it contains all the terms without v in (6.41)).

(1

w'() is the projection of w onto the eigensolution C'n with the eigenvalue 1
wWV(y)=n (w, n) =T w(x) - n,dS (6.62)
‘(n,n) S Js o '
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6.3 Integral representation of the hydrodynamic problem

where we noticed that the constant C' does not influence the projection.

w'"Y is the projection of w onto the eigensolution of rigid body motion V 4+ Q x

with the eigenvalue —1. A simple way to find it was given by [123]. Here we show a

marginally even simpler way. Let us look at the translation and rotation separately
w' Y = w'® 4w, (6.63)
First, the projection on the translational motion is

= ;V - [ w(x)dS,, (6.64)

where V is an arbitrary constant unit vector. There are three linearly independent pos-
sibilities for V, all of which should be spanned for the full projection to the translational
motion. Choosing V' to be the unit basis vectors e., e, and e,, we see that the full
projection is

w'®(y) = %/Sw(:v)dsx (6.65)

Next we consider the projection on the rotational motion

R O
w(y) =L xy A(w’ x 2)
(2 x x,Q xx)
(6.66)

A

Q A
= ~ Q : X de X )
<f5|m|2d5m _ fs(Q'w)2dSm /Szc w(x) ) Y

where again Q is an arbitrary constant unit vector, and we arrived at the expression on
the right hand side after some algebraic manipulation of vector products. Again there are
three linearly independent choices of Q. Setting them to e,, e, and e,, we arrive at the

full projection on the rotational motion
w'(y) = QW) xy, (6.67)

where

QW =M. / x x w(x)dS,, (6.68)
S

and M is a diagonal matrix

M:diag( i=1...3, (6.69)

1
fS |x|2dS, — fs(ei . az)Qde) ’
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where e; takes up the values e,, e, and e..
Once we have solved the ”deflated” boundary integral equation (6.61)), we find the
velocity field by an analogous formula to ([6.59))

K m Ko
v(y) = w(y) T Sy / w(x) - n,dS, — T /{dw( D(y). (6.70)

But since we require for V - v = 0, the term proportional to n, should vanish, leaving us
with
w' Y (y). (6.71)

6.3.4 Regularization of singular integrals

There are several integrals in the "deflated” boundary integral equation (6.61)) that
scale as O(|X|™') as £ — y. However it is possible to remove these singularities to
facilitate their numerical evaluation.

Using the identity (6.47) multiplied with fy;(y), we see that the following is true

/ Far(@)Cin(@, y)nuidS, = /S Fur(@) — fur(W)]Cunl(@ y)nasdSe,  (6.72)

where the left-hand side integral has a O(|X|™!) singularity, but the right-hand side
integral has a O(1) behavior as x — y.

Next, we can also subtract the singularity from the T integral by using the identity[77]
(derivation is in the appendix |A.12)

—871'52']', if (TS V(l)
/Ejk(wa y)n:r:kdsx = —47T(52‘j, if (TS S y (673)
S

0,ify e V©

where we take the case when y € S.

/S wi () Ty (@, )y dS, = / i) — wi(y)] Ty (@, )y, — Amwn(y),  (6.74)

where again the left-hand side integral has a O(| X|~!) singularity, but the right-hand side

integral has a O(1) behavior as * — y.
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6.3 Integral representation of the hydrodynamic problem

6.3.5 Removal of curvature from the boundary integral equation

The determination of the mean curvature by fitting the paraboloids is much less precise
than the determination of the normal vectors, which can introduce errors in the calculation

[125]. However, since the integral containing the mean curvature

Ky, — /S (k1 () + ko)) G (, )nssd S, (6.75)

is over a closed surface, it is possible to reformulate it in a curvatureless form as shown

by Zinchenko and Davis [123, [125](derivation is in appendix [A.13|and [A.14)

X (n, - X)?

where it is reminded that X = @ — y. The integrand scales as O(| X |~2), when X — 0.

Zinchenko and Davis also show how IC can be regularized to have O(1) behavior when
X — 0 [125].
First, we note that the integral can be written with different Green functions we have

looked at previously

r 1
Kp=7P / @ &Y Ly o yyning ) ds.. (6.77)

Let us first look at the normal component of K

1
K-n,= / (47rny V. [(x,y) — ETijk(m, y)nmnmjnyk) dS,, (6.78)
s

which now has a O(]X|™!) singularity, as X — 0, hence P is omitted. The singularity
can be further reduced using the equations and (6.73]) to get the identity

1

/ (47rnx -V, (x,y) — §Tijk(:c, y)nymyjnxk> ds, =0, (6.79)
S

which we add to the normal component of K to get

1
K-n,= /S <4ﬂ(nx +n,) V,I'(z,y) — §Tijk(a:, Y)Ngify; (Mg + ny)k> dS,, (6.80)

whose integrand is now O(1), as X — 0. It is worth noting that X - (n,+n,) = O(| X|?),
as X — 0.
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Next we look at the tangential component of IC. We note that
n, x (K xn,) =K(n, -n,) —n,(K-n,) =K—-K, =I, (6.81)

where IC,, and KC; are the normal and tangential component of IC, respectively. Therefore

tangential component of IC is
1
K, = P/ n, X (47TV$P(QZ, Y) Xy — §(nx -T(x,y) - n,) X ny) ds,. (6.82)
s

Again, the singularity can be removed using the equations (6.22)) and (6.73]) to get the
identity

1

P/ n, X (—47erF(m,y) X Ty, — E(ny -T(x,y) - n,) X ny) ds, =0, (6.83)
s

which we add to IC; to get

K= /Sny X (47erF(m,y) X (n, —n,) — %([nx +n,|-T(x,y) n,) x ny) dS,.
(6.84)
This integrand is now O(1), as X — 0.
The regularized form of KK = (K - n,)n, + K, is found after some algebraic work as

[125]

X \ds,
K= _/s ((X~n$)ny+(X-ny)nm+(1—ny~nz)X—3[X-(nx+ny)][X~nm]ﬁ ~
(6.85)

which is O(1), as X — 0.

6.4 Summary of steps used for calculating droplet velocity

The steps for calculating the magnetic droplet’s surface velocity are the following:

1. We find the magnetic potential from the regularized boundary integral equation

U(Y) = Yoo(y) — (1r — 1)/ [W(x) = (y)] VoI'(z,y) - nadS,. (6.86)

S

2. We find the tangential magnetic field by numerical differentiation on the surface
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6.4 Summary of steps used for calculating droplet velocity

mesh

HY =P -V (6.87)

From it we find the normal magnetic field by the integral

; H,(y) n pr— 1
R /n[

H (z) - HP ()| (ne - V. (2,y)) - [HP (@) — B (y)] x (ng x V.T(2,y))

(6.88)
Then we find the effective magnetic surface force ((3.31))
Fuly) = 22 (= 1) 1w\ J (2w 2 (6.89)
M) = Ry s Fr\ "H, H, ‘

3. Before calculating the velocity, we first find an auxiliary field w from the regularized

boundary integral equation

wi(Y) = voor(y)
+ 8%7)(6) /S[fM(az) — ()]G (T, Y)n2idS,

fy
T

/s ((X )Ny + (X - my)nge + (1 —ny - ny) X

—3[X - (n, +n,)|[X - nI]XQ) Céi (6.90)

1—-A

/S i (1) — wi(9)] Ty (@, )y S,
=N [
/S (@) - n,dS,

1)

where w'("" is the w projection on the rigid body motion calculated as

w’(_l)( w4 QW) x gy,

S/“’

(6.91)
=M. /Sa: x w(x)dS,,

M = diag <fs |x[2dS, — fs e; - x)*dS; )

4

ds;.
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N

Figure 6.3: Mesh refining starting from an icosahedron.

where e; takes up the values e,, e, and e..
4. Finally, the velocity field is found using eq. (6.71])

1—-A

v(y) = w(y) - ——w (). (6.92)

6.5 Numerical implementation
6.5.1 Surface discretization

To solve the equations numerically we first need to discretize the droplet’s surface.
We mesh the surface with flat triangular elements. Two ordered arrays are created: one
contains the coordinates (x;,y;, z;) of the vertices, the other contains the vertex numbers
(1,7, k) belonging to a given face. The vertex numbers are stored in a fixed order to
indicate the orientation of the face i.e. which side is facing the exterior of the droplet.
The true droplet’s shape is retrievable by a smooth interpolation of the mesh points.

To generate the initial mesh, we start with an icosahedron, whose faces are recursively
split into 4 equilateral triangles. All the vertices are projected onto a unit sphere. This
results in a highly regular mesh - all triangles are nearly equilateral (figure . The
coordination number of a vertex is equal to the number of neighboring vertices. For
the recursively split icosahedron the coordination numbers are nearly all 6, except for 12
points corresponding to the initial icosahedron, whose coordination numbers are 5.

A good surface discretization allows for the accurate calculation of the true droplet’s
surface properties, such as its shape, normal vector, curvature etc. To achieve it, more
points need to be located in regions of large curvature, and the triangles should be as
regular as possible. However, the algorithm complexity is proportional to O(N?), where

N is the number of surface points, therefore the total number of points should be kept
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6.5 Numerical implementation

as low as possible. Some mesh upkeep procedures are therefore needed as the droplet

changes shape.

6.5.2 Determining the normal vector and curvature

Figure 6.4: Local coordinates on the surface of the droplet at the point 7.

The normal vector on each vertex ¢ is found by fitting a paraboloid on the vertex ¢
and its neighboring vertices. The fitting scheme is taken from the work by Zinchenko and
Davis [123].

For each vertex we find an initial approximation for the normal vector. When the
number of vertices on the droplet’s surface remains unchanged in subsequent time itera-
tions, this initial approximation is taken as the normal vector of the vertex in the previous
time step. If it is the first time step or the number of vertices has changed, the initial

approximation is calculated as [126]

ni)oc Y aana, (6.93)

A next to i

where na is the normal vector of the triangle, a is the angle adjacent to the vertex ¢ of
the triangle, and the summation is done over all the triangles containing the vertex s.

Then the following procedure is utilized: [123]

1. Move to the local coordinate system (z’, 1/, z’) centered on the vertex i such that the
2" axis is pointing at the current approximation of the normal vector n”(7) (figure

6.4), where v denotes the iteration number.
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2. Minimize with respect to A, B,C, D, E the cost function

Gcost = Z

7 next to @

(Ax), + By 4+ Cx? + Doy + Ey} — 2})°

2 2 2

. (6.94)

where the summation is over vertices j adjacent to i, and the denominator gives

larger weight to the points closer to .

3. The next approximation of the normal vector in the (2',v/, ') coordinates is given

by
B {-A,-B,1}

1+ A2+ B?

4. If [n"*1(i) — n¥(i)| > &, proceed to 1 with the current approximation of n(i). In

n"(q) (6.95)

simulations € = 1078,

5. The normal vector on the vertex i is the current approximation of n(i). The prin-

cipal curvatures’| on the vertex i are

k(i) = —C—E++/(C —E)2+ D2 ky(i)=—-C—E—+/(C—E)+ D2 (6.96)

The cost function G, is minimized by the simultaneous solution of five equations

aGcost . aG(cost . aG(cost o aG(cost o aG(cost -
9A ~ oB _ oC _ oD _ B | (697

to get the five unknowns. The minimum can always be found since the coordination

number of all vertices (number of neighboring vertices) is ensured to be no smaller than

d.

6.5.3 Non-singular integral quadrature

Since all of the integrals to be solved (section except for the one for H,, calculation
(6.88) are O(1) as X — 0, we can use a trapezoidal rule [127] for their quadrature.
Furthermore, with trapezoidal rule it is possible to efficiently reformulate the summation

over triangles to summation over vertices [123] 12§]

/Sf(a:)de ~) %(fm + fon + fsa)AS =) f(xi)AS;, (6.98)
A 7

3Principal curvatures are not used in the calculation of the magnetic field and velocity, but they will
be useful in the mesh upkeep procedures.
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6.5 Numerical implementation

where f;a is the function value at the vertices of a given triangle, AS is the area of said
triangle, x; is the radiusvector pointing at the i-th vertex, and AS; is found as the average

area of the triangles adjacent to the i-th vertex
1
ASi=5 D AS. (6.99)

To solve the integral equations, we reformulate them into linear systems of equations.
We write the magnetic potential to be solved on the N vertex points as a vector of length
N, and

P = (1) P(2) -+ P(N)", (6.100)

where T" denotes the transpose. And since the field w is a vector function, we write it as

a vector of length 3N
w = (w1(1) wa(1) ws(1) -+ wy(N) wy(N) ws(N))". (6.101)
In that case the integral equation ((6.86)) becomes

=AY+ P, (6.102)

where v is a vector of length N, whose components contain the background magnetic

potential 1o (j) = Yoo(;), and A is a square N x N matrix

— Zz’;ﬁl K(zb)(z', 1) K(zﬁ)(g’ 1) K(zﬁ)(N, 1)
K®(1,2 —S L K®(,2) .. KW(N,2
A_ (1.2) iz KL02) (N.2) (6.103)
KWJ)(LN) K(w)(Q,N) _Zz;éNK(w)(Z?N)

K™ (i, 7) denotes the discretized integral kernel of (6.86]), such that i corresponds to the

integration variable &, and j corresponds to the free variable y
KW(i,5) = —(u — DV D(zi,y;) - n(x;) AS;. (6.104)
And the integral for w becomes

w = Bw + Dw + Ew + f, (6.105)
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where the 3N x 3N matrix B corresponds to the T integral

KW (1,1) KW(2/1) ... KM(N, 1)
B _ K(‘”).(l, 2) K(W)FQ’ 2) .- K("")(.N, 2) | (6.106)
KM (1,N) K2 N) ... KW(N N)
where KM (i, j) is a 3 x 3 matrix
1—A e
o - Tk (i, Y )m () AS;, if i # j o
Ky '(i,5) = _Z18_7T)\Ekm(wi’ayj)nm(wi’)ASi/aifi:j. (6.107)

i'#]

Next, the 3N x 3N matrix D corresponds to the term with w'™"): the projection on the

eigensolution proportional to the surface normal

1—A

And the 3N x 3N matrix E corresponds to the term with w'("D: the projection on the

eigensolution of rigid body motion. It is written as a sum of two parts E = E"*" + E"".

E"" is simply

1—A

E]z;vl"ans(i’j) = W

AS;. (6.109)

But E™ is found by first calculating the 3 x 3 matrix

1
M=d =1... 11
e (Zl [z PAS; — >, (ex - wi>2ASz’) K 3, (6.110)

where e; takes up the values e,, e, and e,. Then we get

1—A
El:lOt(%j) = TMkmgmnl<ml)nAsz (6111)

where &,,, is the Levi-Civita symbol and (x;),, is the n-th component of the vector x;.
Finally, f contains the terms without w. Also it is split into parts for ease of expression
f = v+ ™ + £ v> is simply the contribution by the background flow v°(j) =

Uook () Written as a vector of length 3V

™ = (Vso1(1) Voo2(1) Vse3(1) -+ Voo1(N) Voo2(N) vae3(N))T. (6.112)
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The 3N vector corresponding to the magnetic force integral is

1

©0 = g > ar(:) — far(y)IGin(s, y;)m(:) AS;. (6.113)

i#]

And the 3N vector corresponding to the surface tension integral is

SH5) :873)(6) Z ((X “n(x))n(y;) + (X - n(y;))ne(x:) + (1 —n(y;) - n(x;)) Xy
i#j

—3[X - (n(z:) + n(y;))|[X - n@i)]%) é{b;,’

(6.114)
where X = x; — y;.

Having written the discretized integral equations in a form of linear system of equations
and , we efficiently solve for w using the standard LinearAlgebra library in
Julia programming language [129]. Finally, the 3N vector containing velocities is obtained
by

v=w— Ew. (6.115)

6.5.4 Weakly singular integral quadrature

The integral for the normal component of the magnetic field ((6.88]) contains an O(| X |7!)
singularity as X — 0. The triangles that do not contain the singularity are evaluated
using the trapezoidal rule, however some additional steps need to be taken to evaluate

the triangles with one vertex on the singularity.

2 A L3 A _ 1
< r = —
~ < sin(p)+cos(p)
~all
$1\
\\ m2\\
> .
Y N
>
0 S

Figure 6.5: Mapping of a triangle in 3D space to the coordinates &, 7.

Let us introduce parametric coordinates &, n as shown in figure |6.50 The physical

parameters known on the triangle vertices can be linearly interpolated over the triangle
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surface [78]. We do this with the radiusvector, normal vector and the tangential magnetic

field
w(&?”) - Cwl + 5:132 + nes,

n(&,n) = (n(x,) + En(z2) + nn(zs), (6.116)
H(&,n) = CH (1) + EH (22) + nH (x3),

where ( =1 — & —1n. A surface integral over the triangle in the parametric coordinates is

then [78]

IR dS—/dé/ F&m)

where hg = |(x3 — ®1) X (X3 — @1)| is a constant and can be moved outside the integral.

1 1-¢
X—'dn—hs/D dg i f(&mdn,  (6.117)

If a function has a O(]X|™!) singularity at @;, it can be integrated in the following
way. Let the function be f(x) = g(x)/|x — x|, where g(x) is bounded. Then the integral

becomes

/f )dS, _hS/ d§/ E—— g(i?)g—:cl)md"' (6.118)

We can remove the singularity by introducing polar coordinates & = rcosp, n = rsing
(see figure [6.5). The differential area element in &, 7 plane is dédn = rdrde and the

integral becomes

3 dp Sreteors
x)dS, = h / - / r,o)dr. (6.119
/Af( ) s o |(x2—@1)cosp+ (X3 — 1) siny| J 9(r,¢) ( )

Over singular triangles the integral in is solved by multiplying the integrand
by |& — y|, where y is the point of singularity, and then using the formula (6.119). The
integral over the singular triangle is evaluated with a 10 point Gauss-Legendre quadrature
for the variables r and ¢ [62].

6.5.5 Magnetic potential numerical differentiation

To get the tangential magnetic field, we need to differentiate the obtained magnetic

potential. It is done by formulating a system of equations for each vertex i [62]

(V)i - (=5 — i) = ¥j — i, (6.120)

where j are the neighboring vertices to ¢. Since there are always 5 or more neighbors to a

given vertex, the system is overdetermined for the three components of V. It is solved
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by the method of minimum-norm least squares as implemented in the matrix division
function in the LinearAlgebra library of the Julia programming language [129).

To get the tangential magnetic field, V4 is projected on the tangential plane
H, =P V. (6.121)

The estimate of the normal field with this method is imprecise since the droplet is meshed

only on the surface.

6.5.6 Time stepping

The change in droplet shape is found by moving the vertices with their velocity.
Simplest way to find the vertex position in the subsequent time step is the Euler method
[127]

't =x” + v At (6.122)

where At is a small time step. The Euler method proved to be sufficient since the dominant
source of error is the surface triangulation as will be shown later and as has been reported
in the literature [79, 130]. Higher order methods would increase the computation time
without significant improvements in precision.

An adaptive time step was chosen to ensure precision and computational efficiency

2 Ron®®
At:min{rz,0.05§,0.07 0;7 } (6.123)

where w is the angular frequency of the rotating magnetic field, and 7 is inspired by the

work of Zinchencko and Davis [130]

(e) Az, .

n . :Umzn
— 7.4 6.124
" Rvm{(rkrm)} (6:124)

where Ax,,;, is the smallest edge connected to the vertex i and |k|q. is the largest of

the two principal curvatures measured by their absolute value. This time step ensures
that the triangles do not get distorted too much in each time step, and that smaller steps
are taken when there are rapid spatial changes in the droplet shape i.e. large curvature.
Furthermore, when a rotating field is applied, the time steps need to be small enough
to resolve this rotation. Therefore to calculate the motion of a droplet in a fast-rotating

field, we use the period-averaged magnetic surface force ([6.29).
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A limitation of the Euler method is that the volume of the droplet is not conserved.

This is mitigated by rescaling the droplet after each time step

ol

v\~
Lrescaled = <7> (.’L' - .’ch) + Tem, (6125)
0

where Vj is the initial droplet volume, x.,, is the center of mass expressed as an integral

over the surface using a corollary of the divergence theorem ( fV Vfdv = |, 5 fndS)
1
Tom = 77 / xdV, = — / VidV, = xande, (6.126)

and V is the droplet volume, also expressed as an integral over the surface

1 1
V:/d%:—/V-md%:—/m-nIde. (6.127)
v 3.Jv 3Js

6.5.7 Tangential velocity optimization

Since the mesh is moving with the velocity of the droplet, it quickly gets distorted,
for example, the triangles stretch out in the direction of an elongating flow. This can be
somewhat mitigated by noticing that only the normal component of the velocity changes
the droplet shape. This idea is the basis of stabilization techniques that work by adding
a velocity component in the tangential plane meant to decrease the mesh degradation as
much as possible in a given time step [131} [123].

In this work, we use an optimization algorithm that minimizes a cost function with

respect to the tangential components of the velocity [79]

2

F= Z{dt(mﬂz |hfj )} +042012 <d0ﬁ) : (6.128)

|2
Lij

where the first sum is over the edges and the second sum is over the triangles. The edge
vector x;; = x; — x; is a vector pointing from the vertex x; to the neighboring vertex ;.
hi; is a target edge length ensuring finer mesh in large curvature regions. It is defined by
[79]

W= S4B = KA,

0.004
A = E2(3) + k3(4) + R (6.129)
0

4
K = AQ'%ASi,
V3N, Z Z
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where Na is the number of triangles in the mesh. Ca = Sa/(a® + b* + ¢?) is the "com-
pactness” of the triangle, where a, b, ¢ are its side lengths, and S is its area. Large Cx
corresponds to triangles close to equilateral. The first sum in ensures that the
measure of how close the edge lengths are to their target values changes little. Second sum

in (|6.128)) ensures that the triangles retain their compactness i.e. they do not collapse.

2

1 - 3

Figure 6.6: Triangle side and vertex notation.

Approximating h;; as time independent, the function F' can be written in terms of the

vertex velocities [132]

1 kT
F(uy, ..., ’UN)ZZ 2w - (v; —vi)) ( 77 — ”4
o hi; il
i< (6.130)

1
+ 042 C_Z [—Amlz . (’02 — ’Ul) — Bmgg . (’03 — ’Ug) — Cmgl . (’01 — 1)3)]2,
A

where
= a?(a®> +b*+ %) —at - vt — ¢t
B 4Ca(a? 4+ b 4 c2)3
B_b2(a2+b2+02)—a4—b4—c4 6.131
B 4Ca(a? 4 b2 + ¢2)3 (6.131)
O Aa®+ b+ c32)—at - vt -t

4Ca(a? + 0% + c%)3
The meaning of a,b,c and 1,2, 3 in the second sum is shown in the figure [6.6]

To avoid numerical gradient approximation when minimizing F', it is written in explicit

form [132]
1 h2 o\
Vo == 8- (v;—wv)) (h_2 - ﬁ) i
- ij i
nextjtoi
0.2
+ Z 0—2 [—Al‘zg . (’02 — ’UZ‘) — BCE23 . (’03 — ’02) — CCBgi . (’UZ‘ — ’Ug)] (AZBZQ — C$3i),
A A
contains

(6.132)
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where the gradient is taken with respect to the velocity of the i-th vertex. In the triangle
notation (figure ¢ is chosen to be the vertex 1. Since we want to change only the

tangential component of the velocity, the gradient is projected on the tangential plane
VI F=P,-V,F (6.133)

For each vertex ¢ the optimal velocity is found by the BFGS (Broyden — Fletcher —
Goldfarb — Shanno) method provided by the Optim library [133] for Julia programming
language. Since the tangential gradient is provided, the normal component of the resulting
velocity field is unchanged, but the tangential component is adjusted to minimize the mesh

degradation. The tangential velocity is optimized in each simulation time step.

6.5.8 Mesh restructuring: vertex sliding

The adjustment of tangential velocity decreases but does not remove the mesh degra-
dation completely. Therefore, periodically some active mesh restructuring is necessary
between the time iterations. One such restructuring method is the sliding of vertices on
the droplet surface to minimize a cost function describing the desired mesh properties.

In this work we use a cost function [79] that is to be minimized with respect to the

vertex positions

om0~ E (5 )] 28

Tij
1<j

)100 , (6.134)

where again the first sum is over the vertices and the second sum is over the triangles.
C¢ = /3/12 is the "compactness” of an equilateral triangle. The cost function E takes

up large values if the edge lengths differ greatly from h;;, and when the triangles are far

K
from equilateral.
Again, approximating h;; as constant, we can write a gradient with respect to the

coordinates of the i-th vertex [132]

49 2

|="3m|2 hG 1 hy
E =50 Ej = i) g,
[ ( ’fL’z‘jP h o gl i

next to 1 (6135)

— 100 Z (CA> (gz)vwﬁm

contams i
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and V,.Car = Az + Cx;3, where A and C are defined in (6.131)), the triangle edge
indices are shown in figure , and 1 is relabeled to 1.
The vertices are moved by a modified gradient descent method to ensure that they

always remain on the droplet’s surface [79]:

1. The vertices are moved according to
x; =x] — 0V E, (6.136)

where ¢ = 0.01min{(Azin/|VzFE|)i}, and Az, is the smallest edge length next

to a given vertex.

2. For each z7, the closest original vertex (before the vertex sliding was initiated) is

found and = is projected on to the local paraboloid fitted around the original vertex.

v+1

%

After projection, z7 becomes the vertex for the next iteration x

3. hi; is updated with the new k; and ky values calculated from the locally fitted

paraboloids on the original vertices [132].

The mesh quality is characterized by two parameters [79]

max (—'m“‘>
S¢e = —— 2

ST
min | 52
( hij

The first parameter describes the scatter of |x;;|/h

ij, which ideally would be uniform. We

seek to decrease Sc and increase Ca . The iterations are done for 100 times to see if they
result in significant mesh improvements. If for any iteration v < 100, S¢¥ < 0.755¢” and
C¥ o> 1.15C% | . . the vertex sliding iterations are done 900 more times. Otherwise,

the mesh is returned to the original state.

Vertex sliding is performed after every 100 time steps in the simulation.

6.5.9 Mesh restructuring: edge flipping

Figure 6.7: Edge flipping notation.
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A simple mesh restructuring procedure is edge flipping. Say there are two adjacent

triangles [x;, z;, 2] and [x;, 2, ;] (see figure [6.7). Then if [79] [134]
|2 =z |* < |(z) — Ox) - (x1 — xp)| + (1 — O)) - (21 — )], (6.138)

the edge [x;, ;] can be replaced with [x;, z;]. Oy and O; are the centers of the circum-
scribed circles around the triangles [z;, x;, )| and [x;, ;, x;], respectively. The criterion
(6.138]) is equivalent to Delaunay triangulation on a flat surface, and if the triangles on
the droplet surface are sufficiently small (so that the surface seems locally flat), it should
increase the regularity of the triangles. Edges are not flipped if they would result in ver-
tices with fewer than 5 connected edges. This is done to ensure that a paraboloid can
always be fitted centered on said vertex.

The algorithm iterates through all edges until is satisfied, and an edge gets
flipped. It then iterates through the edges again from the start until no more flips are
possible. Afterwards vertex sliding is performed to further improve the mesh.

Edge flipping is attempted on each time step in the simulation.

6.5.10 Mesh restructuring: vertex addition

Finally, it was found that the above mentioned mesh stabilization techniques are not
satisfactory, when the droplet’s curvature becomes too large. Therefore, we performed a
vertex addition routine, where we split triangles in regions of large curvature.

For each triangle we calculate the "magnitude” of the curvature (as the average of its

1
Ha = 52%, H; = (\/k%wg) . (6.139)

ieA i

vertices)

)

And we compare it with the length scale of the triangle v/Sa. If

HA V SA > Esplits (6140)

the triangle is marked for splitting. Additionally, a triangle is marked for splitting, if at
least two neighboring triangles are marked. An empiric threshold of e, = 0.2 is used in
this work.

New vertices are added in edge mid-points of the marked triangles (figure . Each

new vertex is projected to the local paraboloid fitted on the nearest original vertex. The
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Figure 6.8: An illustrative example of vertex addition. a) First, the red triangles are
marked for splitting. Then since the yellow triangle now has two marked neighbors,
it also is marked. b) The edges of the marked triangles acquire new vertices that are
connected in such a way to ensure at least 5 neighbors for each vertex. The split marked
triangles and the neighborhood in blue "two edges deep” is treated with the vertex sliding
procedure.

new vertices are connected in such a way that ensures at least 5 neighbors for each
resulting vertex. Finally, the vertex sliding procedure is performed on the neighborhood
of the newly created vertices [134] (see figure [6.8).

Vertex addition is carried out no more often than every 5 time steps in the simulation.

6.6 Algorithm tests
6.6.1 Time integration precision

It is reported in the literature that currently the limiting factor for free surface calcu-
lations using the boundary element methods is the surface discretization, and therefore
more complex time integration schemes than the simple Euler method seem to be unnec-
essary [79]. To asses this, we elongated a droplet in a constant field (figure for 350
time steps of At = 0.03Ryn'®) /v using the Euler method and the second order Runge-
Kutta method [127]. The simulation parameters were A = 1, p, = 22, Bm = 5.8, which
correspond to a droplet that would strongly elongate reaching aspect ratio of a/b = 5.8
[75]. The vertex addition was turned off, and three different initial meshes generated
from the refinement of an icosahedron were used resulting in number of vertices N = 162,
N =642 and N = 2562.

The discrepancy between the second order Runge-Kutta method and the Euler method

is around 1% independent on the number of vertices on the discretized droplet’s surface.
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Figure 6.9: Elongation of droplets with A = 1, u, = 22, Bm = 5.8. The time scale is
to = Ron'® /7. N indicates the number of vertices describing the droplet, RK2 indicates
the second order Runge-Kutta method. a and b are the semiaxes of an ellipsoid fitted to
the vertices.

Yet the computation time doubles since the velocities need to be calculated for the inter-
mediate time step. And indeed in figure we see the importance of the mesh fineness.
Therefore we chose to use only the Euler method, but with rescaling the volume after

each time step.

6.6.2 Space integration precision

Figure shows that the number of vertices N on the droplet’s surface strongly
affects the computation precision. However, the algorithm complexity is O(N?), therefore
increasing N quickly makes it prohibitively slow. By adding the vertices in the regions
of high curvature, we seek to find the minimal number of vertices that are needed to
accurately calculate the droplet’s dynamics.

Just as previously, we elongated a droplet in a constant field for 350 time steps of
At = 0.03Ryn'® /v with the Euler method. The simulation parameters were A = 1,
pr = 22, Bm = 5.8. We started with a mesh with N = 162 and had different triangle
splitting thresholds €gpy;z.

We see in figure that for eg,;: = 0.2, the error is below 0.1% compared to the
stricter gy = 0.15. Therefore, e, = 0.2 was chosen for the simulations in this work.

Larger values of e,,;; could be used, but the reduction in the result precision should be
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Figure 6.10: Elongation of droplets with A\ = 1, pu, = 22, Bm = 5.8. The time scale
is to = Ron'® /. a and b are the semiaxes of an ellipsoid fitted to the vertices. Left
graph compares the simulations with different triangle splitting thresholds eg,;; to the
simulation with e, = 0.15. We see that for e,y = 0.2 error is below 1073, The right
graph shows how the number of vertices increases as the simulation progresses.

taken into the account.

6.6.3 Test case: droplet contraction to a sphere

{ =—— theory
® simulation

102 ]
<
~

101! ]

100 ]

1072 1071 100 10! 102
A

Figure 6.11: Characteristic contraction time a slightly elongated droplet as a function of
the viscosity ratio A\. The time scale is ¢, = Ron'® /. The theoretical curve corresponds

to (6-142).

According to the small deformation theory described in section [5] in absence of mag-
netic field an elongated spheroidal droplet with semiaxes a > b exponentially relaxes to a

spherical shape

t

e1(t) = e1(0)e~, (6.141)
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where €; = (a — b)/b and

__ Ron'® (3 4+ 2X)(16 + 19))
T 40(1 + \)

(6.142)

To test it, in simulations we slightly elongated the droplet in magnetic field and then
set it to zero. The droplet relaxed to a sphere and we fitted ellipsoids in each time step
to determine € (t). Since

Inex(t) = In e (0) — ; (6.143)

we determined 7 by a linear fit and plotted it in figure |6.11] Excellent agreement can be
seen for a large range of A\ between the simulation results and the theoretical curve. The

deviations are less than 1%.

6.6.4 Test case: droplet elongation in a shear flow
Another test case for the algorithm is a viscous drop in a shear flow in absence of any
magnetic fields. Consider a droplet placed at the origin subjected to a flow

Voo = Gze,, (6.144)

where G is the shear rate. The effects of such a flow on the droplet is characterized by

the dimensionless capillary number - the ratio of viscous to capillary forces [101]

n(e)ROG
~

Ca = (6.145)

G. I. Taylor calculated the equilibrium shape of a droplet subject to such a flow in the
limit of small C'a [135]. For small Ca, the droplets are prolate spheroids. The angle 6 the
droplet’s long axis makes with the z axis (figure|6.12]) in the equilibrium is

T (1924 16)(2\ + 3)
b-"4c
1 T T R0

(6.146)

And the nowadays named Taylor deformation parameter D = (a — b)/(a + b) in the

equilibrium is
19N + 16
a—.
16\ + 16

(6.147)

We ran simulations with A = 1.4 and varied C'a from 0.03 to 0.3. The figure 6.13

shows a good agreement between theoretical curves and simulation results.
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Figure 6.12: Schematic of a droplet in a shear flow.
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Figure 6.13: Equilibrium shape of non-magnetic droplets with A = 1.4 in a shear flow
with the capillary number C'a. D is the Taylor deformation parameter and @ is the angle
the droplet makes with the z axis. The theoretical curves correspond to the equations

and (110).

6.6.5 Test case: droplet motion in a weak rotating magnetic field

To test the magnetic field induced dynamics, we examine the motion of a droplet
subjected to a rotating magnetic field. The governing equations in the limit of a weak
field and small deformations were derived in section |} The droplet is an ellipsoid with
semiaxes a > b > c¢. Additionally the angle § between the droplet’s largest axis and the
magnetic field is needed to describe its motion. The angle 3 is negative if the droplet lags
behind the field.

We ran a simulation with A = 100, p,. = 10, Bm = 1 and the magnetic field angular
frequency w = 0.05. We fitted an ellipsoid to the vertices of the droplet to obtain the

semiaxes’, and the angle 8. We compared it with the numerically evaluated solution to
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Figure 6.14: The dynamics of an initially spherical droplet subjected to a weak rotating
magnetic field. The simulation was done with the A = 100, x, = 10, Bm = 1 and the
magnetic field angular frequency tow = 0.05. The times scale is ty = Ryn'® /+. The points
indicate the simulation results (for clarity only every 100th time step is shown). The
black curves correspond to the small deformation theory. They are calculated from the
numerical integration of the system of ordinary differential equations .

the system of ordinary differential equations of the deformation parameters €1, €5 and the
angle . The system is stiff and therefore was solved with the LSODA algorithm
as implemented in the Python SciPy library [136]. The comparison between the BEM
simulation and the solution to can be seen in figure There is an excellent

correspondence between the two.

6.6.6 Wielandt’s deflation effects

When A > 1, it was show that the integral equations for velocity are ill-posed and
can be approximately augmented by the velocity of a rigid body motion. The Wielandt’s
deflation is a technique that was used to remove the nonphysical rotation and translation
of the droplet.

To test its effectiveness, a droplet of A = 100, was subjected to a shear flow with
Ca = 2. The droplet was initially spherical and centered on the origin. The calculations
were done with Wielandt’s deflation turned on and off (figure [6.15). When the deflation
was not implemented, after some time, when the droplet had elongated somewhat, its
center of mass started drifting seemingly at random. The drift is not large, however, by
implementing the deflation the algorithm does become more robust. There is a small
monotone drift also when the deflation is on. This is not surprising since the origin is not
a stable fixed point for a shear flow and a small shape asymmetry can result in the drift.

It might be noted that the drift of the center of mass was examined also for the case

when the droplet with A = 100, p,. = 10, Bm = 2 was elongating in a constant magnetic
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Figure 6.15: The center of mass change for a droplet with A = 100 in a shear flow with
Ca = 2. The solid lines show the center of mass coordinates when Wielandt’s deflation
was implemented, whereas the dashed lines do so when it was not implemented. The time
scale is tg = Ron'® /.

field. There, both when the Wielandt’s deflation was active and inactive, the observed
drift of the center of mass was close to the floating-point precision. Therefore it seems
that whether the ill-posedness of the velocity integral equation plays a role is dependent
not only on A, but also on the setup of the problem.

When A < 1, the velocity integral equations also become ill-posed. This time a flow
proportional to the surface normal might be added to the solution. This would lead to
an nonphysical expansion or contraction of the droplet. This nonphysical solution is also
eliminated using the Wielandt’s deflation.

To test it, we did simulations with a droplet of A = 0.05 in a shear flow of Ca = 0.1
(figure . We did not rescale the volume after each time step. Significant volume
change was observed when the deflation was not implemented. Interestingly, this time
the effects of the nonphysical solution were monotone, as opposed to the random drift
of the center of mass. The Euler time stepping scheme might introduce some changes in
volume. To examine its effects, the second order Runge-Kutta method was also used. It
can be seen that the nonphysical solution produces a roughly 4.4% change in the volume.
Whereas, the use of the Euler method results only in 0.4% change to the volume compared

to the second order Runge-Kutta method.
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Figure 6.16: The volume V of a droplet with A = 0.05 in a shear flow with C'a = 0.1. The
volume is scaled by the initial volume V{ of the droplet. Blue lines correspond to the case
when the Wielandt’s deflation is on, green lines show the case when it is off. Light lines
show the simple Euler time stepping, and the dark lines show second order Runge-Kutta
methods. The time scale is t5 = R()T](e)/’}/.

6.6.7 Limits of the algorithm: stretching of a droplet in a constant field

A magnetic droplet in a constant field elongates parallel to it until surface tension
forces balance the magnetic forces. When p, is above a critical value, and Bm is large, in
equilibrium the droplets form conical tips, as was seen experimentally [24]. Theoretical

> 15...18, when

~Y

treatment of the problem places the critical magnetic permeability at p,
the droplets can develop sharp tips [56]. Axi-symmetric simulations have been able to
reproduce the conical tips [60, (61, |75]. For a full three dimensional simulation the mesh
refinement near the sharp tips is a significant challenge.

To test the limits of our algorithm, we stretched a droplet with A = 100, u, = 30 and
Bm =5 (figure (6.17)). This is well within the range of parameters, where conical tips
should be forming. If the droplet is assumed to be an ellipsoid, with these parameters
in the equilibrium we would expect an aspect ratio of a/b = 13 [24]. The addition of
vertices in the regions of high curvature can be seen. As the droplet elongates, the radius
of curvature of the tips decreases and the number of vertices grows quickly. At ¢t = 81 the
simulation breaks down without reaching equilibrium. The droplet managed to achieve
an aspect ratio of a/b = 5.4, measured from tip to tip, since the droplet clearly is no
longer an ellipsoid. We can infer that the algorithm can feasibly calculate droplet shapes

up to moderate deformations.
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Figure 6.17: The mesh of an elongating droplet in a constant magnetic field. The simula-
tion parameters are A = 100, u,, = 30 and Bm = 5. Time of the snapshots are given next
to the droplets. The need to refine the sharp tips causes the number of vertices to grow
quickly and the simulation breaks down at ¢ = 81 without reaching equilibrium.

6.7 Results

6.7.1 Phase diagram of droplets in a rotating field

Depending on the rotating magnetic field frequency w and strength H,,, the droplets
take up different interesting shapes (see figure 4 in the experimental work [71]). For small

H,, the droplets are nearly spherical regardless of the frequency. For small w and large

H,,, the droplets form elongated shapes. For large w and large H.,, the droplets are

flattened pancake-like shapes, and if the field is not too large, a crown of fingers can be

seen on its perimeter. For intermediate range of w and H,, non-stationary shapes can

be seen, such as whirling ”S” and ”8” shaped droplets. In the intermediate range the

droplets can break and reform.

Here we explore numerically the dynamics of a magnetic droplet depending on tow and
Bm, where t, = Ryn'® /7 is the time scale in the simulations. Obviously, the whole range
of this motion is beyond the scope of this work. For instance, droplet topology changes and

large deformations as of yet can not be tackled with the present algorithm. Furthermore
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the authors of the experimental work explain the intermediate range behavior with
the interplay between the normal surface forces arising from the ferrofluid magnetization
and tangential surface forces arising from the rotation of magnetic nanoparticles. The
latter is not taken into the account in our problem setup.

The simulations were done with the parameters p, = 10 and A = 100. The character-
istic shape deformation time is 7 = 96.3ty, where t, = Ron(e) /7. The simulations
halted when the time reached ¢ = 400t, - several times the characteristic shape deforma-
tion time 7, or they halted when the deformations became too large. The pu, value is the
same as in the work by Erdmanis et al. , where the droplet equilibrium shapes were
explored experimentally and with simulations in the limit w — oo. The A value is typical
for droplets generated by phase separation , . Three dimensional ellipsoids
were fitted onto the droplet vertices and the time evolution of the ellipsoid semi-axes

depending on w and Bm are shown in a phase diagram (figure [6.18]).
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Figure 6.18: Phase diagram showing the evolution of droplet semi-axes depending on w
and Bm. The simulation parameters are pu, = 10, A = 100. The time scale is t, =
Ron'® /~. The ratio w,/w characterizes to what extent the droplets rotate as a rigid body
on the last simulation step. Values closer to 1 mean the motion is close to the rotation
as rigid body. Values close to 0 mean that the droplet changes orientation due to surface
deformations. wy is calculated using the equation .
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We see that in a rotating field, the droplets in general form a tri-axial shape. The
phase diagram can be divided into two qualitatively different regions depending on the
droplet shape: quasi-prolate, quasi oblate. Just like in the experimental phase diagram
(see figure 4 in [71]), for weak fields, the droplets are nearly spherical. However, with the
simulations we can notice their quasi oblate shapes and the oscillations of the semi-axes.
When w = 1/ty, or Tw = 96.3 the semi-axes’ oscillations are almost imperceptible and
the time evolution is nearly that of the period-averaged calculations (fow = 00).

Increasing the magnetic field, for small w the droplets elongate forming quasi prolate
shapes. For or larger w, the droplets again are prolate, but with noticeably large deforma-
tions. The Bm values are such that in an infinitely fast rotating field, the droplet would
take up an elongated shape |62} [70]. And indeed the initial quasi-oblate shape seems to
be unstable. The two longest axes start to diverge in lengths, as can be seen for tow = 0.5
and Bm = 25, Bm = 50. No symmetry breaking perturbations were introduced for the
period-averaged calculations (topw = 00), but as was shown in the work of Erdmanis et
al. [62], such perturbations are essential to induce the transition to an elongated shape.
Therefore, the droplets remained oblate. The simulations of the droplet dynamics pro-
vide a prediction that the initially spherical droplets first flatten out before elongating in
a fast-rotating field.

6.7.2 Do the droplets rotate?

As the droplets undergo motion in the rotating magnetic field, their orientation changes
direction i.e. they seem to rotate. Since the droplets are liquid, there are two mechanisms
for the change of orientation (figure [6.19). The droplets can rotate as rigid bodies, they
can change orientation by surface deformation or a mix of both.

To determine which mechanism is dominant, we calculate the average surface angular

Wy = <M> (6.148)

2
xP

velocity

where x, is the radius vector of a given vertex projected on the rotation plane of the
magnetic field (with the center of mass being at the origin), v is the velocity of said
vertex. Averaging is done over all the vertices on the droplet. If the droplet takes up a
shape that rotates as a rigid body following the magnetic field, the ratio w,/w would be 1.

This ratio was calculated for the last simulation step and is shown in the phase diagram

(figure [6.18).
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Figure 6.19: The droplets can change their orientation either by (a) rotation as a rigid
body, or by (b) surface deformation, or a combinations of both.

When the droplet is quasi-oblate, the ratio ws/w < 1 and the change of orientation
cannot be described as a rigid body rotation; the surface deformations dominate. The ratio
ws/w grows with increasing Bm and shrinks with increasing w. Just as was analytically
shown in the section [f, below some critical Bm value, the droplets take up equilibrium
shapes that follow the magnetic field lagging behind by a constant angle 5. However, this
motion is a pseudo-rotation caused by surface deformations. For larger Bm, the shapes
do not (within the simulation time) reach equilibrium and /3 remains oscillatory, therefore
the motion is more complex, but it still seems to be dominated by surface deformations.

When the droplet is quasi-prolate, the ratio ws/w = 1 and the droplet rotates more or
less like a rigid body. Nonetheless, it keeps elongating. It might be noted that for small
Bm and small w we expect for nearly spherical quasi-prolate droplets to be achievable

with ws/w < 1. This was shown in section

6.7.3 Examples of motion

Let us examine some cases from the phase diagram (figure .

An illustrative example for an oblate droplet with stable 8 is shown in figure [6.20]
The droplet is well described by an ellipsoid. Both the axes lengths and the angle undergo
oscillations before settling to equilibrium. The angle S always stays negative, meaning
that the droplet always follows behind the field. The surface angular velocity is smaller
than the angular velocity of the magnetic field, therefore the droplet pseudo-rotates. This
type of motion was described analytically in section [3]

A qualitatively different motion can be seen for oblate droplets with oscillating 5. A
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Figure 6.20: Time evolution of the droplet semi-axes (left) and the angle 5 between the
longest axis and the magnetic field (right). Negative S means that the droplet lags behind
the field. Simulation parameters are A = 100, p,. = 10, Bm = 10, tow = 0.05. The time
scale is tg = Ryn'® /7.

sample case is shown in figure Just as before, the droplets in this regime can be
well described by an ellipsoid. The axes lengths oscillate, but in contrast with the regime
of stable [, the two long axes diverge in length one from the other. Furthermore, the
angle 3 is no longer settling to an equilibrium value. The droplet’s longest axis cannot
keep up with the rotating magnetic field. After reaching § = —n/2 due to the symmetry
of the droplet, S becomes positive indicating that the droplet is leading the field. The
positive 8 quickly decreases to negative values since as the droplet "tries” to align itself
with the field. This is reminiscent of the back and forth motion observed in systems of

rigid particles rotating under the action of a magnetic field [137, 138].
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Figure 6.21: Time evolution of the droplet semi-axes (left) and the angle 5 between the
longest axis and the magnetic field (right). Negative § means that the droplet lags behind
the field. Simulation parameters are A = 100, p, = 10, Bm = 50, tow = 0.5. The time
scale is tg = Ryn'® /.

Finally, an example from the quasi-oblate droplet region is shown in figure [6.22] The
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Figure 6.22: Time evolution of the droplet semi-axes (left) and the angle 5 between the
longest axis and the magnetic field (right). Negative § means that the droplet lags behind
the field. Simulation parameters are A = 100, p, = 10, Bm = 25, tow = 0.1. The time
scale is tg = Ron'® /.

graphs show that with these parameters, the droplet elongates and follows the field with
some initial oscillations in both the axes lengths and the angle 5. Unlike with the previous
cases, here the droplet ceases to be an ellipsoid as shown in figure [6.23] Notably, the tips
of the droplet start to bend due to the viscous friction and the droplet forms ”S” like

shape in the rotating field.

6.8 Summary and discussion

The model used to describe the droplet (the Stokes equations for velocity and the
Laplace equation for the magnetic potential) can be we written in integral equation form,
where the integral is over the droplet’s surface. This allows us to use the boundary element
methods (BEM), where we mesh only the surface of the droplet with triangular elements.
We calculate the velocity on the droplet’s surface, which is sufficient to determine its
deformation in time. The integrals used in BEM are singular and regularization techniques
need to be used. They include singularity subtraction, rewriting of the integrals to a less
singular form, and the change of basis to local spherical coordinates to calculate weakly
singular integrals.

If we move the mesh points with the calculated velocity, the mesh quality rapidly
deteriorates. To mitigate it we used several upkeep routines. In each time step, we
optimized the tangential component of the velocity to minimize mesh distortion. This
alone was not sufficient, and we found it necessary to improve the mesh between the

simulation time steps. The simulation software that was created can flip the edges of
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Figure 6.23: The mesh of a droplet with A = 100, p, = 10, Bm = 25, tow = 0.1 in a
magnetic field rotating counter-clockwise. The time scale is ty = Ron'® /. The mesh is
drawn over a red best-fit ellipsoid do illustrate how similar the droplet shapes are to an
ellipsoid. The black arrow denotes the momentary magnetic field direction. (a) shows
a snapshot at different times during the simulation. (b) shows a zoomed in part of the
mesh at t = 155¢,.

triangles, it can slide the mesh points around the droplet, and it can add new mesh points.
Particularly the new point addition was crucial to achieve accurate results, however, each
new point significantly increases the computation time. The algorithm complexity scales
roughly as O(N?), where N is the number of mesh points.

There exists an unwanted eigensolution to the homogeneous integral equation for the
magnetic potential when p/py — oo. This eigensolution is just an arbitrary constant,
which does not impact the solution when p/py > 1, since only the derivatives of the
magnetic potential are necessary. There are also unwanted eigensolutions to the homo-

geneous integral equation for velocity when A = 0 and A\ — oo. These eigensolutions to
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the homogeneous integral equation can distort the solution when A < 1 or A > 1. When
A < 1 the true solution can be approximately augmented by a velocity proportional to the
surface normal Cn. When A > 1 the true solution can be approximately augmented by
the velocity corresponding to a solid body motion V' + €2 x . The accurate convergence
of the equations can be ensured by the use of Wielandt’s deflation. We show how its use
removes seemingly random center of mass fluctuation when A = 100, and it improves the
volume conservation when A = 0.05.

We have produced an algorithm to calculate the magnetic droplet dynamics in the gen-
eral three dimensional case without the restrictions of axisymmetric shape of the droplet.
This is crucial for droplets in a rotating field, since as was shown, the shapes they take
up are tri-axial. The simulations are feasible only for moderate droplet deformations,
for example, a drop stretching in a constant stationary field can reach the aspect ratio
a/b=>54.

The algorithm allows us to explore with simulations the behavior of magnetic droplets
depending on the magnetic field rotation frequency and strength. We find that large
frequencies suppress the elongation of the droplet and they form quasi oblate shapes.
These quasi oblate shapes, however, have an axis that is slightly longer than others, and
this axis follows behind the field. This motion is a pseudo-rotation, since the apparent
rotation of the droplet is the result of surface deformations. Whereas if the field is strong
and rotation frequency low, the droplets elongate and rotate behind the magnetic field
similar to rigid bodies. In this regime, their shape can deviate from an ellipsoidal shape
- the tips of elongated droplets can bend due to viscous friction.

There are still some notable limitations to the algorithm. It is unable to calculate the
splitting and merger of droplets - something that has been observed experimentally [71].
For this additional mesh restructuring methods would be necessary. Several such methods
can be found in the literature 79} [134, 139]. The algorithm could feasibly be extended to
work with multiple magnetic and non-magnetic droplets. It could also be extended to take
into account a rigid boundary around the solution domain (such as the droplets above an

infinite no-slip wall), provided that we can write the appropriate Green’s functions.
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7 Magnetic droplet collective dynamics

7.1 Introduction

An interesting phenomenon that has received the attention of researchers in the recent
years is the field-driven self-assembly of colloids [140]. It has been shown that in a rotating
field, solid magnetic particles can self-organize into two dimensional rotating crystals [83,
85, 141]. Another work considered the self-assembly in a precessing field on the surface
of a liquid of droplets containing magnetic chains [91]. In this section we present a new
kind of two dimensional rotating crystals, where the magnetic droplets self-organize in a
rotating field. First, we observe them experimentally. Afterwards, we seek to elucidate
the motion of droplets in these crystals using a simple model, that takes into account
the hydrodynamic drop-drop interactions and the fact that the droplets are close to the

bottom of the microscope cell.

7.2 Experimental observation of droplet ensembles in a rotating

field

When placed under the microscope, even the smallest magnetic droplets lie on the
bottom glass, as can be seen from the comparison of gravitational and thermal energies.
We assume the volume fraction of nanoparticles in the drop ¢4, ~ 30% [23]. The density
of the maghemite nanoparticles is pyp = 4.86pm,0 [142], where pg,0 = 1000kg/m? is the
density of water. This means that the density of the drop is

Pdrop = (bdroppNP + (1 - (bdrop)pHgO = 2200kg/m3 (71)

We take a very small droplet radius Ry = 1pum. With these parameters, the characteristic
height at which the droplet hovers from the bottom of the cell due to thermal fluctuations

is
kgT
ho = b 3 ~ 80nm, (7.2)
(Pdrop — PH,0)95TRG

where kg = 1.38:10723.J/ K is the Boltzmann constant, T' = 293K is the room temperature
and g = 9.8m/s? is the free fall acceleration. And we assumed that the density of the
dilute phase is nearly that of water.

When a rotating magnetic field (f = 15Hz, poHs, = 6m7T) is applied, if the droplets

are above a critical volume V.. ~ 7(3.5um)3/6, the droplet takes up a flattened oblate
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7 MAGNETIC DROPLET COLLECTIVE DYNAMICS

shape. This flattened drop rotates and sucks in smaller droplets in its immediate neigh-
borhood. If the droplet is smaller than V,,;;, it elongates to a needle like shape and rotates
with the angular velocity of the magnetic field without coalescing, except when sometimes

random collisions happen. This behavior is depicted in figure

Figure 7.1: A view of droplets after a rotating magnetic field is turned on. Field of view
= 400pum x 250um. Magnetic field (f = 15Hz, poHo = 6mT) is rotating in the plane of
observation. Figure is from .

Interestingly, by adjusting the microscope focus, we determined that the elongated
droplets are rotating in the same focal plane a distance of h = (9 & 1)um above the
bottom of the sample cell. And the flattened droplets rotate a couple of pum lower. This
is far larger than hg expected from the thermal agitation. Other authors also report that
when the droplets are rotating, they migrate away from the walls of the microscope cell
. The mechanism for this repulsion from the wall remains an open question. In
fact, the opposite effect is in place for a rigid sphere rotating close to a wall, where due
to inertial effects a force appears that pushes the sphere towards the wall .

After some time under the rotating field (couple of minutes) the small elongated
droplets arrange themselves in regular structures - two dimensional rotating crystals (see
figure (a)). The droplets form a lattice with triangular order that itself rotates as a
rigid body in the direction of the magnetic field, however, more slowly than it. There is
some drift of droplets observed in the outermost layer. The individual droplets within the
crystal still rotate with the angular velocity of the field. It was observed that 2 droplets
rotate in a stable manner around a common center of mass. 4 droplets form a quadrilateral

whose diagonals oscillate in length as the ensemble rotates (see figure [7.2] (b)).

105



7.2 Experimental observation of droplet ensembles in a rotating field

()

10pm

Figure 7.2: Ensembles of rotating magnetic droplets. Magnetic field (f = 15Hz, poHoy =
6mT) is rotating in the plane of observation. (a) Shows rotating crystals of needle-
like droplets. Field of view = 400um x 250pum. (b) Shows how four droplets form a
rotating quadrilateral with oscillating diagonal lengths. The droplets are labeled 1-4, and
are Delaunay triangulated to better illustrate their motion. Snapshots are taken with 2
second increments. Figure is from .

If the density of droplets is large, the droplets form crystals that are too large to
noticeably rotate (see figure ) The droplets form a highly regular stationary structure
even if the system is non stationary and there is a flow between the droplets produced by
their rotation. This can be seen by observing a smaller droplet meandering between the
lattice points. By Delaunay triangulating the centers of the droplets, it becomes easier to
visualize the crystalline structure. We can observe different grains of the crystal separated
by a boundary of dislocations.

Interestingly within the rotating crystal the droplets are much more equal in length
than they were at the beginning. We observed how this equilibration of lengths takes
place. A small droplet was located between the lattice points of a large crystal of rotat-
ing droplets. In time its length (and therefore presumably its volume) increased. The
resolution was not good enough to confidently discern how exactly this increase of length
occurred. However, it seemed that some small collisions happened between the small
droplet and the neighboring droplets that caused the exchange of their material thus
growing the small droplet (figure .
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7 MAGNETIC DROPLET COLLECTIVE DYNAMICS
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Figure 7.3: If the droplets are densely situated, they organize themselves in a large 2D
triangular lattice. Each droplet still rotates in the direction and with the frequency of
the magnetic field, but the whole crystal is stationary. On the right side the droplet
centers are Delaunay triangulated to illustrate the crystalline structure. Field of view =
400pm x 250pum. Magnetic field (f = 15Hz, pgHo = 6mT') and the droplets are rotating
in the plane of observation. Figure is from .

7.3 Simple model: droplets as point torques
7.3.1 Model formulation

The full dynamics of the ensembles of magnetic droplets are complicated and presently
beyond the capabilities of the BEM algorithm. The droplets are highly elongated (a/b ~
18), and there are several of them. Furthermore, the algorithm would need the capability
to simulate coalescence and splitting of droplets. Nonetheless we can propose simplified
models to see what aspects of the experiment they can replicate.

In this model droplets are treated as point torques acting on the fluid at the center of
their mass. Because the droplets are rotating near the bottom of the cell, it is important
to take into account the wall effects. The velocity of a viscous fluid vanishes on the wall,
which slows down the motion of droplet ensembles.

Consider a no-slip wall located at z = 0 ((a) in figure [7.5]). The velocity field (called
a rotlet) produced by a point torque T~ = {0,0, 7 } located at y = {y1, 42, h} is given by

196, [145]

u(x) (7.3)

1 TxX TxX
= 87]_/)7(6) |X|3 |X|3 )
where X =« — vy, and X=x— Y. ¥ = {v1,y2, —h} is the location of the image system
that insures the no-slip boundary condition at z = 0. We will only need to evaluate
the rotlet velocity at the centers of mass of the droplets. And since all the droplets are

rotating in the same plane a height h above the bottom, @ becomes {x1,x2, h}, and the
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7.3 Simple model: droplets as point torques
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Figure 7.4: The lengths of two droplets within a large stationary crystal. The small
droplet finds itself between bigger droplets that form the lattice. The length of the small
droplet (red points) increases over time. The length of the large droplet (blue points)
remains relatively static. The equations describe a linear fit. Figure is from .

expression simplifies

T (1 1
ulenv) = 5o <|X|3 T (xXP+ 4h2)3/2) e A

The center of mass velocity of the k-th droplet can be found by summing the rotlet

velocities produced by all other rotating droplets evaluated at the center of mass x; of

the k-th droplet ((b) in figure

vp = u(wy). (7.5)

i#k
7.3.2 Rotation frequencies of simple configurations of droplets

Since the motion is in a plane, we can denote a droplet’s position as a complex number
2k = Tp1 + i$k2. (76)

Then according to equations ([7.4) and (7.5)) the droplet positions evolve as
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(a) AT
A?

> <
> <

0 }
Figure 7.5: (a) shows a schematic of a droplet rotating in the direction perpendicular to
the no-slip wall. (b) illustrates how the droplet center of mass velocities are calculated.
If there are four droplets in the ensemble, the velocity of the fourth drop (shown in red)

is found by adding the velocities produced by the other three droplets (shown in black).
The streamlines show the flow produced by the three black droplets.

Numerical solutions show that simple symmetrical configurations of droplets rotate
as a rigid body with an angular velocity (2. Examples of such configurations include two
droplets some distance apart, and four droplets positioned on the vertices of a square. In
a reference frame that rotates with €2 around the center of mass of the droplet ensemble
these solutions would be stationary. This motivates us to replace z < (2 — zcm)emt to

arrive at the differential equations for zj in the rotating frame of reference

% =T ) 87—777-(6) Z; (|Zk —1 P (- Zj|21+ 4h2)3/2> 5 Zj)] |
7 (7.8)
where z.,, is the center of mass of the droplet ensemble.
Let us look at the case of two droplets with the inter-drop distance R orbiting one

another. We can choose their coordinates such that the center of mass is zero

z = , 2y = ——¢€

geiﬁt R iQt. (79)

By inserting them in equation ([7.8)), we arrive at the angular frequency of the two droplet

T (2 2
0 — L B 1
27 8 <R3 (R2+4h2)3/2> (7.10)

orbiting motion

Now let us look at the case of four droplets in the configuration of a square with the
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7.3 Simple model: droplets as point torques

diagonal R. Again we can choose their coordinates such that the center of mass is zero

Z1 =

R . R . R . R,
Eemt’ ZQZZEemt, 23 = ——e g = e (7.11)

By inserting them in equation ([7.8)), we arrive at the angular frequency of four droplets

in square configuration orbiting their center of mass

Qg (7.12)

T <2+4\/§ 2 42 )

T8 \ R (R4 4P (R2+ k22

A similar procedure can be carried out to get the orbiting frequencies of other number

of droplets arranged symmetrically on a circle.

7.3.3 Evaluation of the torque exerted by the droplet

To calculate the torque exerted on the fluid by the droplet as it rotates, we treat
the droplet as a rigid elongated ellipsoid. Such an approximation is justified since the
viscosity of the droplet over the viscosity of the surrounding fluid was measured to be
A & 1460. Furthermore, from the simulations we conclude that the droplet rotates nearly
like a rigid body when it is strongly elongated.

When a slender rigid body rotates perpendicular to the no-slip wall, the torque it
exerts is similar to that of the body rotating in an infinite fluid (figure 15 in [146]). And
the droplets in the ensembles can be considered slender (their aspect ratio is a/b ~ 15).
Therefore for simplicity we used the expression for a torque of a rotating ellipsoid in an

infinite fluid (page 56 of [116])

16mab? 5
= b?) (W — Waid) , 7.13
T 3(a?ap + b?5o) (0" +67) (w = whuia) (7.13)

where a > b are the semiaxes of the prolate spheroidal droplet, w is the angular frequency
of the rotating droplet (or the magnetic field), wgyq is the z component of the local
rotation angular velocity of the fluid V x v/2. Finally, the constants o and [, are given

by

s [T dt o2 [T At =/ (a? ’ i
ao:ab/o CETINGE 6o—ab/0 (0% +1)A(t)’ A=t +(121.4)

Inserting the droplet parameters from an experiment a = (9.0 + 0.3)um, b = (0.6 +
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7 MAGNETIC DROPLET COLLECTIVE DYNAMICS

0.2)um, w = 27 14.5H z and assuming that the surrounding fluid is water n® = 1073 Pa-s,

we get a characteristic torque that a droplet exerts
T =(1.9404)- 107N - m. (7.15)

We find that the z component of wquq < w for the experimental inter-droplet distances,
therefore it was omitted from the evaluation of 7.
7.3.4 Comparison with experiment

Since the ensembles of droplets can rotate while the inter-drop distances change (see

(b) in figure[7.2)), we define the angular velocity of an ensemble as

Q:<|(«’Ek—wcm) ka|>’ (7.16)

’wk — Cccm|2

where the the average is taken over all the droplets k, xj is the position of k-th droplet,

vy, is its velocity, and @, is the location of the center of mass of the droplet ensemble.

’ H Experiment‘ Theory ‘

é,ig}i 0.66+ 004 | 0.6+0.1
é,igﬁ 0.47+0.04 | 0.6+£0.1
Qjaj,r:c?;/s 0.95+0.02 | 1.1+£0.2
éjr;})g 20402 | 1.7140.02

Table 4: Comparison between the experimental and theoretical values of the rotation
frequencies of small ensembles of droplets. For ensemble of four droplets also the angular
frequency of diagonal length oscillation is shown.

First, we experimentally observe two droplets orbiting a common center of mass. We
use the formula to calculate the experimental angular orbiting velocity 2. Then
we can use the formula to calculate the theoretical 2. The results are shown
in table [l The errors in the theoretical values are obtained by varying the measured
input parameters within their error bounds. We see that for 2 droplets, the simple model
replicates the experimental orbiting frequency.

Second, we calculate the experimental €2 for the ensemble of four droplets (see (b) in
figure . However, since the droplets do not form a rectangle, but rather a quadrilateral
whose diagonals oscillate, we cannot use the formula to calculate the theoretical
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Figure 7.6: Diagonal oscillations in an ensemble of four droplets. The blue and red points
are experimental values. The black lines show the solution of model , where input
parameters were adjusted within the margins of error to produce a good agreement with
the experimental oscillations. Figure is from [96].

2. We therefore numerically solve equation with the initial positions of the droplets
taken from the experiment. And we calculate the theoretical ) also with the formula
. Interestingly, in the solution of the simple model, the diagonal oscillation is repli-
cated (figure . The diagonal oscillations (2gi,s Were fitted with a sinusoidal function to
determine their frequencies. Both the angular velocity of the ensemble and the diagonal
oscillation frequency are shown in table [l We see that for 4 droplets, the simple model
replicates both €2 and €gj,, within the margins of error. However, the ratio of the two
is not captured accurately by the model. Interestingly, while the error in the length and
width of the droplet is the main source of uncertainty in the theoretical values of €2 and
Q4iag, the error in height h from the bottom of the cell produces the most uncertainty in
their ratio Qgiag/€2.

The model cannot replicate the motion of larger ensembles of droplets (for example
(a) in figure . Since there is nothing enforcing the equilibrium distance between the
droplets, large ensembles of droplets do not rotate as rigid crystals, but instead quickly

disintegrate.

7.4 Summary and discussion

When placed under a rotating field, the microscopic magnetic droplets obtained by

phase separation of ferrofluid can arrange themselves in regular rotating ensembles - two
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7 MAGNETIC DROPLET COLLECTIVE DYNAMICS

dimensional rotating crystals. This happens with small enough droplets, whose volume
is below the critical volume V_.;; &~ (3.5 um)3/6. Interestingly even though the droplets
are much denser than the surrounding dilute phase, after the rotating field is turned on
they migrate to around 9 pum above the bottom of the microscope cell. The individual
droplets themselves rotate in the field direction, and additionally they drive the rotation
of the crystal. Except for the outermost layer, the droplets in a crystal rotate as a rigid
body. When the density of the droplets in the sample is large, they form large crystals,
who do not noticeably rotate.

We introduced a simple model, which states that each droplet moves with the flow
produced by all the other droplets in the ensemble. The droplets concentrate the torque
in a single point in their center of mass, which produces a rotlet flow around them. In
this rotlet flow we take into account that the droplets are all 9 um above a no-slip wall.
This simple model worked well to quantitatively describe the motion of small ensembles of
droplets. Since in the model there are no forces determining the equilibrium between the
droplets, the ensembles are not rigid. In our paper, where we first described the ensemble
behavior of magnetic droplets [96], we proposed an attractive magnetic force between the
droplets. It would have to be counteracted by a sufficiently large repulsive force. In the
paper [96] we proposed a hydrodynamic repulsion due to finite Reynolds number [147],
which unfortunately was too small by two orders of magnitude. The mechanism which

determines the equilibrium distance between the droplets remains an open question.
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8 Conclusions

In this work we studied the dynamics of magnetic fluid droplets under a rotating field.
The droplets were buoyant in an external liquid medium, whose viscosity is significantly
smaller than the viscosity of the droplets themselves. We first studied these droplets
as single and isolated deforming objects, second as self-organized ensembles of objects
with collective dynamics. Several complementary approaches were used to describe the
dynamics of the isolated droplets. For the simple case of a nearly spherical droplet, we
produced analytic expressions that are easy to analyze. We then developed simulations
to be able to calculate the dynamics of droplets with larger deformations. Finally, we
examined experimentally a magnetic droplet obtained by phase separation to see to what
extent the magnetic fluid model used in the previous two approaches can describe their
behavior in a rotating field. Concerning the collective behavior of magnetic droplets in a
rotating field, we first observed it experimentally and then a simple model was proposed
to capture their dynamics.

When the magnetic field and thus the deformation of an individual droplet is small,
we showed how a phenomenological equation for the anisotropy tensor that describes the
droplet’s shape can be used to calculate its dynamics in a rotating or precessing field.
By modeling the droplet as region of magnetic fluid in a nonmagnetic carrier liquid, we
can use the Lamb’s solution for the Stokes equations in spherical coordinates to calculate
the dynamics of the droplets in the limit of small deformations. We showed that this
hydrodynamic solution coincides with the solution of the phenomenological equations
up to the first order in magnetic Bond number Bm and deformation amplitude €. In
this limit, the motion of the magnetic droplet in a rotating field is governed by a single
dimensionless parameter 7w - the product of the characteristic small deformation decay
time and the field rotation angular frequency. 7w determines whether the droplet will
be more elongated or more flattened and whether its shape will undergo oscillations as it
settles to an equilibrium. The droplet pseudo-rotates: it appears to follow the rotating
magnetic field, but this motion is due to surface deformations and no torque is exerted
by the droplet on the fluid. According to the small deformation theory, the value of the
small deformation decay time 7 should be the same in a rotating field and in a stationary
or zero field. Experimentally the value 7, describing the exponential approach to the
equilibrium shape is a couple of orders of magnitude larger than the 7,,; obtained from the

equilibrium shape of the droplet in a rotating field. Therefore, the magnetic fluid model
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8 CONCLUSIONS

that takes into account only the normal surface force due to Maxwell stress tensor needs
to be improved to be able to quantitatively describe the motion of magnetic droplets in
a rotating field.

We were able to model a droplet without the limitation of small deformations of
our analytical description, using a simulation based on the boundary element method
(BEM). We can use the BEM simulation to calculate the three-dimensional dynamics
of a droplet in external magnetic and flow fields up to moderate droplet deformations.
Significant mesh upkeep is required to accurately simulate the droplet dynamics. It was
shown by the BEM simulations that in a rotating magnetic field the droplets take up
a tri-axial shape that can slightly deviate from an ellipsoid. For example, the tips of
an elongated droplet become bent due to viscous friction, which is something observed
experimentally. We see that for large Bm and small magnetic field rotation frequency w,
droplets elongate and rotate similar to rigid bodies following the rotating magnetic field.
However, large magnetic field rotation frequency w suppresses the elongation of droplets,
and their shape is close to oblate. In this regime the droplets pseudo-rotate: they follow
the rotating magnetic field due to surface deformations. According to the simulations,
other important observations are recovered, for example, in a fast-rotating field with the
field strength above the oblate-prolate shape instability [68, 62|, an initially spherical
droplet first flattens before elongating. And indeed, using the BEM simulations it was
possible to determine the limits of applicability of the small deformation theory.

For ensembles of droplets, we observed for the first time rotating ordered out-of-
equilibrium structures of magnetic droplets in a rotating field - for certain field parameters,
the elongated needle-like droplets form two-dimensional rotating crystals of triangular or-
der. The droplets in the crystals rotate with the frequency of the magnetic field, however,
the crystals themselves rotate slower. The rotation frequency of the crystal decreases
with its size, and very large crystals seemed to be stationary in the experiment. The
ensembles of droplets exhibit typical features of two-dimensional crystal, such as different
grains connected by a boundary of dislocations. The droplets in the crystal all organize
themselves into a single plane rotating about 9 pum above the bottom of the experimental
cell. The model that treats the droplets as point torques above a no-slip wall is able to
quantitatively reproduce the motion of small ensembles of droplets. However, the model
ceases to be accurate when the size of the ensembles increases. Since in the model there are
no forces that determine the equilibrium distance between the droplets, large ensembles

of droplets do not form rotating crystals, but instead disintegrate.
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In summary we can conclude the following. Magnetic fluid model is able to qualita-
tively describe the motion in a rotating field of individual magnetic fluid droplets obtained
by phase separation. BEM simulations can be used to effectively study the complicated
shape dynamics of such magnetic fluid droplets. Rotating magnetic fluid droplets can col-

lectively produce intricate non-equilibrium structures, which are not yet fully understood.
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A Derivations

A.1 Magnetostatics equations

Equations of magnetostatics

VxH=0 V-B=0 (A.1)

are an approximation of Maxwell’s equations in media.
Let us illustrate what is assumed in employing this approximation. For simplicity let

us look at an unmoving medium. The full Maxwell’s equations in media read |2]

D
vxH-j+2 v.B-o
8Bat (A.2)
VXE:—E, VD:p,

where EE and D = eFE are the electric field intensity and induction, € is the permittivity
of the medium. p is the free charge density, j is the free current density in the medium.
The equation V- B = 0 already holds. A current arises in the body described by

the Ohm’s law
j=0E, (A.3)

where o is the conductivity of the medium. The droplets are electrically neutral and there
is no free charge p = 0. Therefore, we assume that the only way electric field arises is

because of the changing magnetic field. This leaves us with two coupled equations

VxH:aE+ea—E
ot
OH ) (A.4)
VXE=—u—
ot

Let the system have a characteristic time scale ¢y, a characteristic length scale Ry, a
characteristic magnetic field intensity scale Hy, and a characteristic electric field intensity

scale Ey. Then from the second equation in (A.4) we can relate them

Ey Ry
— = A5
Hy to (A.5)

Writing the first equation in dimensionless variables ¢ = t/ty, # = x/Ry, H = H/H,,
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A.2 Magnetic pressure

E = E/E,, we have
V x H =

2 2 9%
'uifoE’ + eu%%—?. (A.6)
The following holds ey = €,4,./c?, where the index r denotes the relative permittivity
and permeability, and c is the speed of light. But for the droplets u, &~ 30 and €, ~ 80
(water relative electric permittivity). We equate Ry with the droplet’s radius Ry = 10 um
and to with the reciprocal of the maximum rotating field frequency ¢ty = 1/(1000H z) =

0.1ms. Therefore the coefficient in front of the second term is

2

Ry _ o (A7)

EILLE

And taking an extreme value for the electric conductivity o = 20S/m (which is the
conductivity of 4M NaCl solution [148]), we have the coefficient in front of the first term

on the right-hand side
poRg

1077. (A.8)
to

Therefore, on the scale of the magnetic droplets the magnetostatic equations are an ex-

cellent approximation.

A.2 Magnetic pressure

We can write the body force density due to the Maxwell stress tensor Ty, = — o H25;, /2+
H;B, as

0Ty,
fi= R
10H.H, OH,;B;
= —Hoy +
2 Oz, oxy, (A.9)
N OH,, B 0H,; '
= —Ho k@mi k(‘?xk
OH;
= uoM
Ho kaxk’

where we used the fact that 0,B, = 0 and 0,H; = 0;H, as follows from Maxwell’s
equations.

When magnetization is linear (M = (u/puo—1)H), we can write the body force density

118



A DERIVATIONS

as a negative gradient of the magnetic pressure

OH;
Ji = noMjy 5
T,
= — —1|H
o (MO ) J2 9z, (A.10)
1 ry OHyHy dgef  Opwm
~ ol Ho oz, B ox;

A.3 Magnetic surface force

The normal force due to the Maxwell stress tensor acting on a surface element is

1
fn = niTiny, = ni(_NO§H25ik + H,;By)ng

1
= —po-H?+ H,B,

2
1 2 1 2
= ~Hog n+Han—Mo§Ht (A.11)
1,32 _BY BY o 1
= —pio= (=2 — 2= MW 4 M?) + (= — MNYBY — y=H?
By o Ho
= — M2 - H?

T2 20" 2

where the index n denotes the normal component and ¢ the tangential component. On
the droplet’s surface H; is continuous and B, is continuous. Therefore the normal force

difference on the boundary due to the Maxwell stress tensor is

Flo i) = B0 362

A12
n 2 n ? ( )

since the magnetization of the surrounding fluid is zero.

The tangential force due to the Maxwell stress tensor acting on a surface element is

1
fi = tiTny, = ti(_MO§H25ik + H;By)ng
(A.13)
- HtBTL7

where t is a unit tangential vector. But since both H, and B, are continuous, the tan-

gential force difference on the boundary due to the Maxwell stress tensor is

;-1 =0 (A.14)
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A.4 Effective magnetic surface force

A.4 Effective magnetic surface force

The forces acting on the droplet’s boundary in the normal direction are
n- (59 -9 . n+ “;M( — y(ky + k) = 0. (A.15)
We want to write the equation in terms of the effective hydrodynamic stress tensor

. (A.16)
=&+~ (ﬂ - 1) HA,
2 Ho

where | is the identity tensor. To achieve this, we add and subtract p ) from (A.15) to

get (there is no need to do the same with pM since it is 0)
n- (09 — o) n+ fa — (k1 + ko) =0, (A.17)

where fj; is the effective magnetic surface force

fu = Pop? L (ﬂ _ 1) HO?
Ho

1 2 a1 9 1 2
= 4o (ﬁ - 1) HO” + 1o (ﬁ - 1) HO + = 1o (ﬂ - 1) Y
27 \ o 27" \ o 27 \ o
1 1 02
~ 1 (ﬁ—1) D (ﬂ—1+1) + =g (ﬂ—l) j712
2 o Mo 2 Mo

1 | .
= SHo (ﬂ—1) (“H,§1>2+H§” )
Ho Ho

A.5 Integral of Green’s second identity

(A.18)

Like stated in the equation (6.5)), the following identity holds when y € S

(@)
/s (2, y) V.0 (x) - ngpdS, — /1/1 z)V, [(x,y) ngdS, = 4 2(y)' (A.19)

A naive way to justify the equation (A.19) would be the following. The integral
[ ¥()d(x —y)dV;, has value of 1 (y) if y € V and 0 if y ¢ V, therefore it should have an
intermediate value of ¥ (y)/2 as y lies directly on S. However, the Dirac delta function

is defined for integrals that do not contain y as one of its bounds [113].
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Let us then evaluate (A.19) in a different manner. When y € V¥ we have
/ P, y) Vo (@) -y — ¢ (@) VoI (@, y) - naldS, = v (y), (A.20)
s

where we wrote everything under one integral for convenience. To evaluate it when y
approaches S from the inside, we deform the surface S with a small half-sphere with the
radius € centered on y (figure (a)). The integral can be split into two parts one over

the undeformed surface excluding the small half-sphere an one over the half-sphere

/s - / +/; v0(y). (A.21)

Figure A.1: Deformation of the droplet’s surface S to evaluate an integral as y approaches
it from (a) inside, (b) outside.

When ¢ goes to zero,

lim = 77/ (A.22)
S—e S

e—0

becomes the Cauchy principal value integral since the singular point is approached equally
rapidly from all directions [120].

Whereas fs can be evaluated analytically in spherical coordinates centered on y. On
the small half sphere ¢ (z) and V1@ (z) become constant 1@ (y), and [V 1@ (z)]p—y-
The normal vector becomes n, = e,, and the radius vector becomes X = ce,. The
gradient of T' can be written in spherical coordinates as V,I'(x,y) = —e,/(4me?). The

integral becomes

Jr@n) V.0 @) e~ 0@ VLI (@) - maldS, -
E‘ e (i) (A.23)
@D(z)(y) /( . ) e’ sin(6)dfde¢ = P (y)

4Ame? 2

since the integration happens over a half-sphere. The first term does not contribute to
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A.6 Identity for regularizing magnetic potential integral equation

the integral’s value since ¢ — 0, I oc 1/¢ and the area of the small half-sphere S. o &2,

Combining the equations (A.20]), (A.21), and (A.23)), we get the expression for the

integral of Green’s second identity when y € S

. A (4)
P/[F(a:, YV (x) - ng — v (x)V,I(x,y) - ngldS, = 4 2(y) (A.24)
s

But since the integral is convergent, and the Cauchy principal value of a convergent
integral is just its value, we can omit it and therefore (A.19)) holds when y € S. The same

value is obtained by allowing y to approach from the outside.

A.6 Identity for regularizing magnetic potential integral equa-
tion

When y € S, the following holds

1
/ V.[(x,y) - n.dS, = —5 (A.25)
S

To prove it we notice that when y is inside the droplet, we have

/ V.[(z,y) - n,dS, = / Az, y)dV, = —1, (A.26)
S %0

where we used I' definition (6.1)) and the properties of Dirac delta function.

When y approaches the droplet’s surface from inside, we split the integral in two parts

(fs = foe + f€ = —1) like shown in figure When ¢ goes to zero,

lim [ =7 / (A.27)
S—e S

e—0

becomes the Cauchy principal value integral since the singular point is approached equally
rapidly from all directions [120]. Whereas fa can be evaluated analytically in spherical
coordinates centered on y. On the small half sphere 1)) () becomes constant () (y), and
hence V1 (y) = 0. The normal vector becomes n, = e,, and the radius vector becomes

X = ce,. The gradient of I' can be written in spherical coordinates as V,I'(x,y) =
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—e,./(4me?). Therefore the integral becomes

/fo(:c, Y) - ngedS, =
c (A.28)
() et _ !
/[(4ﬂ€2> e, sin(6)dfdo = —,
Combining the results we get that when y € S
1
73/ V.[(z,y) n.dS, = —5 (A.29)
S

But since the integral is convergent, and the Cauchy principal value of a convergent
integral is just its value, we can omit it and therefore (A.25)) holds when y € S. The same

value is obtained by allowing y to approach from the outside.

A.7 Limit of surface current integral

When y is approaching the droplet’s surface from the outside, the following expression

holds
/ (nm X Bfe)(w)) x V,I'(x,y)dS, =
s

o (A.30)
© B (y)
P ng X By (x) ) x V. I'(x,y)dS, + :

S

2

To prove it and to assign a value to the singular integral when y approaches the
droplet from the outside, we deform the droplet with a half-sphere with a radius € around
y (figure (b)) and then let ¢ — 0. The integral can be split into two parts one
over the undeformed surface excluding the small half-sphere an one over the half-sphere

(fs - fS—a + fa)

When € goes to zero,

lim —P/ (A.31)
S—e S

e—0
becomes the Cauchy principal value integral since the singular point is approached equally
rapidly from all directions [120].

Whereas fe can be evaluated analytically in spherical coordinates centered on y. On

the small half-sphere magnetic field is constant B (x) = Bge)(y), the normal vector
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A.8 Identity for regularizing magnetic field normal component

becomes n, = —e,, and V,[(z,y) = —r/(47r3) = —e, /(471?)

/E<nac X Bée)(w)> x V., I'(x,y)dS, =

B (y)
2 M

: (A.32)
— (er X Bt(e)(y)> X e,dQ, =

ar ).

where df2 is the differential solid angle.

A.8 Identity for regularizing magnetic field normal component

The identity holds
P/nw x V. I'(x,y)dS, = 0. (A.33)
s

To prove it we notice that when y is not on the surface, using a corollary of the

divergence theorem ([ x fdS = [, V x fdV[113]), the following identity holds

/nm x V. I'(xz,y)dS, = / V. x V., (x,y)dS, = 0. (A.34)
s v

When y approaches the droplet’s surface either from inside or outside, we split the
integral in two parts ([¢ = [; .+ J. = 0) like shown in figure . The integral over the
small half-sphere is zero as € — 0 since both n, and V,I" are collinear and their cross
product is identically zero.

f s_. becomes the Cauchy principal value integral, which is zero. Therefore, when y
is on the surface, we have (|A.33]) where the integral should be evaluated with the Cauchy

principal value, since as € — vy, the integrand scales as O(| X |72), where X = = — y.

A.9 Generalized Lorentz reciprocal identity

The identity
0 Oy, Dojy

— (Vo — vioh)) = vl —= ; A.35
al'k (Uza k v Uzk) U; al'k v a(L’k ( )
holds.
To prove it, we differentiate using the chain rule
0 ’ ’ 81){ ’ 8aik 80/k ’ 81)2'
(Vo — vioy,) = O ; — V= — 0} : A.36
afL‘k (Uzo-k v JZk) Uk(?xk +UZ 6xk v 8mk O-Zkal‘k ( )
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We see that (A.35)) is proven, if D = 0,050} — 0/, 0rv; = 0. Let us examine this difference

/
D= o 2 v
‘ 8xk ik al‘

P ov; +8vk ov; s v, Jr(%;{: ov;
POk T or, = Ox;|) Oxn POt (?flfk ox; | ) Oy

The terms in blue vanish, because their summation with d,v; results in the divergence of

(A.37)

velocity, which is zero. And the terms in red cancel each other. What remains is

B Jvy, OV} av,/€ ovi \
D= (8% ox,  0Ox; 3xk) =90, (A.38)

where we see that the second term is the negative of the first one by relabeling the

summation indices.

A.10 Integral of Lorentz reciprocal identity

Like stated in the equation (6.38)), the following identity holds when y € S

1

(@)
(i (0 v (Y)
87”7 /sz x,y)o; (X)ny;dS, — 87T/1)Z- ()T (2, Y)ng;dS, = k2 . (A39)

The proof is identical to the one outline in the appendix . When y € V@ we have

1 1 i i i
—/ _iGik(w7 y)o-z(j)<m)nxj - UZ( )(w)Tikj(w; y)”zj dS, = U/(f)(y)a (A.40)
&7 Jg | n®W

where we wrote everything under one integral for convenience. To evaluate it when y
approaches S from the inside, we deform the surface S with a small half-sphere with the
radius € centered on y (figure (a)). The integral can be split into two parts one over

the undeformed surface excluding the small half-sphere an one over the half-sphere

/g - / " / = v (y). (A41)
i [ =7 (A42)

becomes the Cauchy principal value integral since the singular point is approached equally

When € goes to zero,

rapidly from all directions [120]. Whereas fg can be evaluated analytically in spherical

coordinates centered on y. On the small half sphere Jg) (x) and vi(i)(w) become constant
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A.11 Integral of velocity Green tensor

Og-)(y), and vi(i) (y). The normal vector becomes n, = e,, and the radius vector becomes

X = ce,. The tensor T components can be written in spherical coordinates as Tjj, =
6M where 7 = {sin(f) cos(¢), sin() sin(¢), cos(d)}. The integral over the small

half-sphere is

1
(ZG

1
87 J. [n®
(

_vpy%/
8

(@, )0l (@), — v (@) Ty (2, y)ng; | S, =
T, (

ikjnmjaz sin 9)dt9d¢ = (A43)
(%) ()
oY), o v (Y)
8m (=4mdu) = 2

Y

since the integration happens over a half-sphere. The first term does not contribute to

the integral’s value since ¢ — 0, G oc 1/ and the area of the small half-sphere S. o €2,

Combining the equations (A.40]), (A.41), and (A.43)), we get the expression for the

integral of Green’s second identity when y € S

(Z)(
2

87TP/ { Gir(x,y)o ()(zc)nxj—Ugi)(m)ﬂkj(a:,y)nx] ds, = y)' (A.44)

But since the integral is convergent, and the Cauchy principal value of a convergent
integral is just its value, we can omit it and therefore (A.39) holds when y € S. The same

value is obtained by allowing y to approach from the outside.

A.11 Integral of velocity Green tensor

The following identity holds

/ Gik(x, y)n.dS, = 0. (A.45)
s

To prove it, we can notice that from the definition of G;; (6.32)),

1
v, = %G”bj

is a solution to the Stokes equations. But then

c%i . 1 8Gw
or; 0= 8 Oz, b

Since b is arbitrary, it implies that 0;,G;; = 0, which by the divergence theorem means
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that holds when y is not on the surface. Alternatively for the particular case of
infinite domain Green functions , we can just differentiate 0;G;; to find that it is
identically zero.

When y approaches the surface S either from inside or outside, we split the integral in
two parts just like in figure [A.1] The integral over the small half-sphere is zero as ¢ — 0
since Gy (@, y)ng o< 1/e, but S. o< €2 Therefore holds also when y € S. The
integral is convergent since the integrand scales as O(|X|™!) when  — y.

A.12 Integral of stress Green tensor
The following identity holds
—87T(5ij, if Y € V(l)

/ Tije(x, y)nawdS, = § —4ndyy, ify € S (A.46)
S

0,ify e V©

To prove it we start with the the stress tensor due to T (/6.32))

1

We calculate its divergence

doie 1, 0T
8Ik - 8_7T J 8azk N bza(w y)’ (A48)

where we used the equation (6.31]). Integrating it over the droplet’s volume V' and

using the divergence theorem and properties of Dirac delta function, we get

—87b;, ify € VO

b, / T, y)nardS, = (A.49)
S

0,ify e Ve

To evaluate the integral when y € S, we observe the case when y € V® and let y
approach S from the inside. We deform the surface S with a small half-sphere with the
radius € centered on y (figure (a)). The integral can be split into two parts one over

the undeformed surface excluding the small half-sphere an one over the half-sphere

[q:[q€+/€: —87b;. (A.50)
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A.13 Surface divergence theorem

When ¢ goes to zero,

lim [ = 73/ (A.51)
S—e S

e—0

becomes the Cauchy principal value integral since the singular point is approached equally
rapidly from all directions [120]. Whereas [ can be evaluated analytically in spherical
coordinates centered on y. The normal vector becomes n, = e,, and the radius vector
becomes X = ce,. The tensor T components can be written in spherical coordinates as
Tk = —6%, where 7 = {sin(#) cos(¢), sin(#) sin(¢), cos(#)}. The integral over the

small half-sphere is

bj /T’z]k(way)nazkdsx =

b; / Tikjnere? sin(0)dfdgp = (A.52)

£

bj(—47T($7;j) = —47sz',

since the integration happens over a half-sphere.
Combining the equations and , we get the expression for the integral
when y € S
173-77/571-3-;3(:13,y)nIdegC = —47b;. (A.53)

But since the integral is convergent, and the Cauchy principal value of a convergent

integral is just its value, we can omit it. Finally, (A.46)) holds, since b is arbitrary in

equations (A.49) and (A.53)).

A.13 Surface divergence theorem

It will prove useful to define a surface divergence of a vector field, which would allow
us to use a formula on the surface analogous to the divergence theorem in R3. Let S
be a surface enclosed by the curve C'. S has a unit normal vector n, and the curve C'
has a unit tangent vector ¢ oriented counter-clockwise as viewed from the direction of the
normal vector (see figure . Vector m is defined to be pointing "out” of S along the
enclosing curve C'

m=txn (A.54)

We want to find the operator Vg such that for some vector function f

/S%.fdsz/cf.mdz. (A.55)
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n

i

t

Figure A.2: Illustration of the surface normal vector m, the tangent vector t on the
enclosing curve, and the vector m tangent to the surface, but normal to the enclosing
curve.

We can use the curl theorem ([4(V x g) - ndS = [,, g - tdl) to get the expression for Vg
[149]. Setting g = n x f, we arrive at

Vs-f=n-(Vx(nxf)), (A.56)

which satisfies (A.55). Opening up the cross products and writing the expression in

component form, we get

I N N A
o0 00, " a, fini, (A.57)

Vs f =
where we used n;0;n; = 0. Rewriting the expression some more, we have
Vs f=Vs-f—(ki+k)f n, (A.58)

where (k1 + ko) = V - m is the sum of principal curvatures at a point on the surface [150]

and

Vs=(l—-nn)-V (A.59)

is the commonly known surface divergence operator (I is the identity tensor).

The divergence theorem on the surface is then written as (page 239 in [150])
/Vg - fdS = / f-mdl + /(k‘1 + ko) f - ndS. (A.60)
s c s

A.14 Curvatureless capillary force integral

The following identity holds

/S (k1 () + ko(x)) Gir(@, Y)n2idSy = =P /S % (1 —~ 3("X—;X>2) dS,.  (A.61)

To prove it, we first note that the left-hand side is reminiscent of the last term in the

surface divergence theorem (A.60) with f = G. We divide the surface of the droplet in
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A.14 Curvatureless capillary force integral

two parts: a small circular area with radius € centered on y, and the rest of the surface
area not containing y (figure [A.3). We denote the former by S, and the latter by S¢. The

curve separating the two areas is labeled C..

Se
S, LD

-

Figure A.3: Division of the droplet’s surface S into two areas S. and S¢.

From ({A.60)) noting that 0;Gj; = 0 we have

axj

/.

(k1(x) + ko(x)) Gir(x, y)nyudS, = —/ NN
/

dSﬁ—/ Gir(x, y)m;(x)dl,.
S% €

(A.62)
The integral fCE Gik(x,y)m;(x)dl, can be evaluated in local polar coordinates (p, ¢)
centered on y. Since the surface is locally flat for small enough ¢, m = e,, X = pe,,

dl = pd¢ and the integral becomes

2
Gi(x,y)  -m(x)dl, = / 2e,d¢ = 0. (A.63)
C: 0

As ¢ — 0, the integral over S¢ becomes the Cauchy principal value integral over the

whole surface

dsS,. A.64

P/S(k:l(:c)+k2(w))Gik(w,y)nmdSI = —P/Snm-nzj

Finally, since the left-hand side is convergent also without taking the Cauchy principal
value, and the value of a convergent integral is the same as its Cauchy principal value, we
can omit it. Whereas for the right-hand side can be further simplified after differentiation

of Gy, leaving us with (A.61]), which concludes the proof.
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ARTICLE INFO ABSTRACT

Keywords:
Magnetic
Colloid
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Self assembly

Ensembles of elongated magnetic droplets in a rotating field are studied experimentally. In a given range of field
strength and frequency the droplets form rotating structures with a triangular order - rotating crystals. A model
is developed to describe ensembles of several droplets, taking into account the hydrodynamic interactions be-
tween the rotating droplets in the presence of a solid wall below the rotating ensemble. A good agreement with
the experimentally observed periodic dynamics for an ensemble of four droplets is obtained. During the rotation,

the tips of the elongated magnetic droplets approach close to one another. An expression is derived that gives the
magnetic interaction between such droplets by taking into account the coulombian forces between magnetic

charges on the droplet tips.

1. Introduction

In recent years, systems based on out-of-equilibrium assemblies
have gained considerable attention, see for example the recent review
on field driven self-assemblies of colloids [1].

In particular, the formation of dynamical structures of spinning
particles under rotating magnetic fields, leading to 2D rotating-crystals,
have been studied in a series of works [2-5], showing mechanisms of
their formation and their properties. Ref. [2,3] study a system of mil-
limeter-sized magnetized disks, floating above a liquid-gas interface
under the action of an inhomogeneous field (created by rotating per-
manent magnets). The repulsion between disks at finite Reynolds
number results from a lift force between the rotating particles [2,3].
The formation of rotating crystals of magnetic Janus colloids is de-
scribed in [4]. There, a significant role is played by lubrication effects
between rotating colloids. These effects are responsible for the depen-
dence of the crystal angular velocity on its size. In [5], an ensemble of
magnetic droplets at the liquid-air interface is observed to form ordered
dynamical structures under rotating field. Each droplet contains mag-
netic micron-sized particles which are chaining under magnetic field.
The precessing field induces the rotation of the chains inside the dro-
plets, which results in the global rotation of the droplets, which, in turn,
auto-organize in a dynamical crystal.

Such 2D rotating crystals are also considered in the broader context
of active matter. Let us mention here the rotating crystals formed by
fast moving sulfur oxidizing bacteria Thiovolum Majus where the

formation of the rotating crystals is due to the hydrodynamic and steric
interactions between cells [6]. Moreover, a spontaneous breaking of the
internal chirality leads to the development of rotational motion of self-
propelling particles [7].

Here 2D rotating crystals of a new kind — ensembles of rotating
needle-like magnetic droplets (micron-sized and resulting from a phase
separation [8]) — are observed and described. The shapes of such dro-
plets in rotating field are analysed in [8,9], where, according to para-
meters such as magnetic field strength and rotation frequency, the
shape of the droplet can change from oblate to prolate, to oblate again.
Here we choose the parameters such that the droplets are prolate. For
densely packed needle-like droplets in a rotating field, the axis ratios
resulting from an interplay between the droplet breakup and coales-
cence have been examined in [10]. We present below the experimental
observations of ensembles of such droplets under rotating field and
describe them with a simple model in order to elucidate the underlying
mechanisms of their behavior.

2. Experiment
2.1. Experimental setup

In the experiments we use a water-based ferrofluid made of ma-
ghemite nanoparticles (diameter d = 7 nm, volume fraction ¢ = 5%)

that are stabilized with a citrate coating. A demixing in two coexisting
phases can be induced in the ferrofluid by increasing its ionic strength,
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adding NaCl [11,12]. In this way, droplets of highly concentrated phase
are obtained coexisting with a surrounding medium at extremely low
concentration of magnetic nanoparticles. These droplets exhibit under
rather low static and dynamic fields, a series of shape instabilities as
described in [8,9].

We introduce =~ 15 pl of the phase separated ferrofluid into a closed
volume between two microscope slides separated by a double-sided
tape of height H ~ 130 um, and we observe it with a Leica DMI3000B
microscope that is supplied with a home built coil setup. Droplets are
filmed with a Basler acA1920-155um camera attached to the micro-
scope, and the images are recorded in 8-bit gray-scale format. We track
the droplet shape and position using a custom written program in
MATLAB.

2.2. Determination of the magnetic droplet parameters

As in [9], we measure the properties of a few droplets (typically 10
microns in diameter) by elongating them along a magnetic field (of a
few tens of gauss) and assuming an axisymmetric ellipsoidal shape
fitted with the theoretical relation from [13,14]. From this we find that
the relative magnetic permeability of the magnetic droplets is
u = 34 + 2 and the surface tension is y = (8.2 + 0.4)-10~* erg/cm?.

To determine their viscosity, the elongated droplets are let to relax
in zero field, under their surface tension. The exponential relaxation of
the droplet deformation parameter D = (a — b)/(a + b) (a and b are the
semi-axes of the droplet) is fitted as a function of time using the ex-
pression from [15] assuming small deformations D <1 and an ax-
isymmetric ellipsoidal shape. We get that the ratio of the droplet visc-
osity n' over the viscosity of the surrounding liquid 7¢ is
A =ni/n® =101 + 2.5.

2.3. Droplet behavior under a rotating magnetic field

When the phase separated ferrofluid sample is first placed under a
microscope, some droplets are located close to the bottom of the cell
due to their size and to their density being larger than that of the sur-
rounding fluid, but with a distribution of heights. When a rotating
magnetic field of magnitude B = 60 G and frequency f= 15Hz is ap-
plied, we observe that the droplets arrange themselves in the same focal
plane. By adjusting the focus of the microscope, we determined that the
droplets are around h = (9 + 1) um above the bottom of the sample-
cell.

In this applied rotating field, there is a critical volume
Viyie & %(3.5 um)3 for the droplets. If the volume of a particular droplet is
larger than V,,;; the droplet flattens out into an oblate shape [8,9] that
sucks in and merges with smaller droplets in its immediate vicinity.
However, if the droplet volume is below this critical value, they elon-
gate and rotate with the same frequency as the field without coalescing.
This is illustrated in Fig. 1.

Once the at first unsteady motion has settled, the small-enough
elongated droplets arrange themselves into crystal like structures
(Fig. 2) rotating in the direction of the magnetic field, albeit more
slowly. The droplets in these crystals experience some oscillations
around their lattice points, however the crystal structure remains intact
and it rotates like a solid body (except sometimes for the most outer
layer, where some drift is observed).

In regions where the droplet concentration is larger, the droplets
form 2D triangular crystals that are too large to noticeably rotate. The
centers of the droplets are Delaunay triangulated to clearly see the
lattice structure. Fig. 3 illustrates that the 2D structure is polycrystalline
with a grain boundary marked by an array of dislocations.

The droplet lengths are more similar within a stationary single
crystal than they were at first. Fig. 4 illustrates a mechanism by which
the droplets could achieve this. The length (and presumably also the
volume) of a small droplet situated in between the lattice points of a
large crystal increases over time. It is hard to assess the change of the

Journal of Magnetism and Magnetic Materials 500 (2020) 166304

Fig. 1. A view of droplets right after a rotating magnetic field is turned on. If a
droplet’s volume is below a critical value, it elongates and rotates with the field.
If a droplet’s volume is above a critical value, it flattens out into an oblate shape
that also rotates with the field (seen at the center of the image). Field of
view = 400 X 250 um?. Magnetic field (B = 60 G and f = 15 Hz) is rotating in
the plane of observation.

Fig. 2. In time droplets organize themselves in 2D rotating crystals. Each in-
dividual droplet is rotating in the direction and with the frequency of the
magnetic field. The crystal is also rotating in the direction of the magnetic field,
but more slowly. Field of view = 400 x 250 um?. Magnetic field (B = 60 G and
f=15Hz) is rotating in the plane of observation.

e: < 6 neighbors
©: 6 neighbors
e: > 6 neighbors

Fig. 3. If the droplets are densely situated, they organize themselves in a large
stationary 2D triangular lattice. Each droplet still rotates in the direction and
with the frequency of the magnetic field, but the whole crystal is stationary.
Field of view = 400 x 250 um?. Magnetic field (B = 60 G and f = 15 Hz) and
the droplets are rotating in the plane of observation.
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Fig. 4. The lengths of two droplets within a large stationary crystal. The small
droplet finds itself between bigger droplets that form the lattice. The length of
the small droplet (red points) increases over time. The length of the large
droplet (blue points) remains relatively static. The equations describe a linear
fit used to illustrate the average rate of change of the droplet length. (For in-
terpretation of the references to colour in this figure legend, the reader is re-
ferred to the web version of this article.)

droplet’s width since it is close to the microscope spatial resolution and
its determination is sensitive to errors from an ellipsoidal fit during the
image processing.

3. Proposed model
3.1. Description of the proposed model

To understand the underlying interactions that lead to this ordering
of the rotating elongated droplets, we develop a model below. The
motion of the rotating droplet crystals is described by taking into ac-
count the flow each droplet produces. In our model, we assume that a
droplet exerts a point torque at its center of mass producing a so called
rotlet flow around it. Since the droplets are spinning close to the bottom
of the sample, it is important to take into account the effects of the wall
on the flow field. As the velocity of a viscous fluid is O on the wall, it
significantly slows down the motion of the rotating crystals.

We use the rotlet expression taking into account an infinite no-slip
wall from [16]. In the case where the plane is located at z =0 and a
torque T = (0, 0, 7) is applied at the point (X, Y, Z), the velocity at
(x, y, z) simplifies and is given by

>_ 1 ?x?’_?xﬁ)
sm| I7B RP )

where 7 = (x— X,y - Y,z — Z) and ﬁ:(x—X,y—Y,z+Z), the
viscosity 5 here equals 7°. The velocity of the j-th droplet is calculated
as the sum of rotlet fields produced by all other droplets at the location
of the center of mass of j-th droplet, i.e. VJ) =2 ” .

To determine the torque a rotating droplet exerts, we treat it as a
rigid body. Even though the droplets are liquid and contract to sphe-
rical shapes if the magnetic field is removed, the approximation of a
rigid particle is justified because the internal viscosity 7' is 10 times
larger than the viscosity 7¢ of the surrounding medium. Since the dro-
plets are well described by a slender body approximation (the aspect
ratio is typically 18:1), and because they rotate with their rotational
axis perpendicular to the infinite wall, the torque they produce is close
to that of a slender body rotating in an infinite fluid (see Fig. 15 in
[171). Therefore for simplicity, we use the expression given by [18]
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Fig. 5. Four droplets form a quadrilateral rotating crystal with oscillating di-
agonal lengths. The droplets are labeled 1-4, and are Delaunay triangulated to
better illustrate their motion. Snapshots are taken with 2 s increments.
Magnetic field (B = 60 G and f = 15 Hz) is rotating in the plane of observation.

(page 56) for the torque of a rotating ellipsoid where the flow is in an
infinite space.

Since this model does not take into account any radial forces or
flows between two droplets, it does not impose an equilibrium distance
between two droplets. Therefore, as an initial condition in the calcu-
lations, we place the droplets at positions taken from an experiment.
We then let their positions evolve according to this model.

We expect this model to reproduce the angular velocity of the ro-
tating crystals if the rotational flows produced by the droplets do not
disrupt the distances between the droplets. This is the case for small
ensembles of 2 or 3 droplets.

However, it was found that 4 droplets produce periodically oscil-
lating inter-drop distances (Fig. 5), which is something that could be
reproduced by this model even without radial forces between the dro-
plets.

3.2. Tests of the proposed model

To test the model, let us first look at the case of two droplets or-
biting around a common center of mass. Experimentally the droplets
are rotating with an angular velocity wy,f = (0.66 + 0.04) rad/s. Using in
the model the droplet length and starting with coordinates from the
experimental images (as said above), we get a value for the angular
velocity /7" = (0.6 + 0.1) rad/s which is in good agreement with the
experiment. We calculate the angular velocity of the rotating crystal by

taking the average between all droplets of
17 x V|
7R )

Wrot =

where 7 is the vector from the center of mass of the crystal to that of
the droplet and v is the droplet’s velocity. The error for the model
value is determined by varying input parameters within measurement
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Fig. 6. The diagonal lengths of the four droplet rotating crystal over time. The
blue and red points are taken from experimental fits of the droplet positions.
The black lines are the model results, which used the droplet position at t = 0
that were taken from the experiment and the droplet dimensions that were
taken from the experiment within the margins of error such that the model best
fits the experiment points.

error boundaries. The two droplets rotate around a common center of
mass significantly slower than an individual droplet rotating with the
magnetic field (15 Hz). This is because the speed of the rotational flow
produced by a single droplet decreases roughly as 1/r2, where r is the
distance from the droplet’s center.

As shown in Fig. 5 four magnetic droplets form a quadrilateral that
rotates in the direction of the field and additionally its diagonal lengths
oscillate. Again using droplet parameters from the experiment, we
calculate the motion of the droplets and see that the rotation of the
quadrilateral and the oscillation of the diagonal lengths is nicely re-
produced as shown in Fig. 6. The angular oscillation frequency of the
experiment is found to be wgr, = (0.95 + 0.02) rad/s which coincides
with the value from the model wé?,fgr = (1.1 = 0.2) rad/s. The experi-
mental angular velocity of the crystal wqf = (0.47 + 0.04) rad/s just
barely coincides with the model value %" = (0.60 + 0.09) rad/s.
However, the ratio of the two cannot be described with the current
model: wgh/wp? =20+ 0.2 and s/ = 1.71 + 0.02. Interest-
ingly, in our model, while the uncertainty in the droplet length is the
primary source of error both for wg,, and w,,, the error in their ratio
comes mostly from the uncertainty of the droplet position above the
horizontal wall.

When calculating the motion of a large rotating crystal of droplets,
we soon find that because there is nothing that forces an equilibrium
distance between the droplets, the 2D crystal does not retain its regular
shape and quickly disintegrates.

3.3. Suggestions for further improvement of the model

To reproduce the “crystallization” of droplets, the modelling needs
both an attractive and a repulsive force between them. We propose that
the equilibrium distance between the droplets is given by a balance
between a magnetic attractive force and a radially outward secondary
flow, as described in [19] for a rotating spherical particle. Note that
some further work is still needed to write the secondary flow expression
for a rotating elongated droplet near a wall.

Approximating the droplets as rotating spheres and using the ex-
pression from [19] does not suffice. We see that the force produced by
the outward flow is two orders of magnitude smaller than the attractive
force between the droplets due to a rotating magnetic dipole
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Fig. 7. Dimensionless magnetic force as a function of the inverse distance be-
tween droplets. Exact relation - thick line, dipolar approximation - thin line.

interaction. We do, however, propose an expression for the magnetic
attraction for elongated rotating particles (in Gaussian units), which
turns out to be around 4 times larger than the simple magnetic dipole
interaction. This is something that a suitable repulsive force would have
to compensate.

Since the tips of two rotating elongated magnetic droplets with
opposite magnetic charges + 7b?M (M is the magnetization of the
droplet) may come rather close to each other, the magnetic interaction
between the droplets is given by a coulumbian interaction of the
charges on their tips. We approximate the droplets as elongated cylin-
ders with a length of 2a and a cross section radius b. Time-averaged
magnetic interaction energy in that case reads as follows (for the full
derivation see Appendix A):

2 2 -
o 2@Me 1 fz dt '
r 2 Yo (1 + 2acos(6)/r)? + 4aPsin®(1)/r?

3

If r > 2a, then we obtain U = —Zm—;, where m = 2anb?M is the magnetic
moment of the droplet. Thus at large distances between droplets, the
magnetic interaction energy is given by the time averaged dipolar in-
teraction energy.

The magnetic force between droplets is obtained by differentiation.
It is shown in Fig. 7, scaled by m?/8a*. Fig. 7 shows that at close dis-
tance between droplets the dipolar interaction force is smaller by an
order of magnitude than the force calculated using coulombian inter-
action between effective magnetic charges. It is this strong attraction
that balances the hydrodynamic flows in the formation of the 2D
crystals of magnetic droplets.

4. Conclusions

Ensembles of magnetic microdroplets in a rotating magnetic field
form structures with a regular triangular order — rotating crystals. The
distance between the droplets results from a balance between the
magnetic attraction and the repulsion associated with the flow arising
from inertial effects. Ensembles of several droplets (2,4) are well de-
scribed by the model taking into account the hydrodynamic interac-
tions between the droplets in the presence of a solid wall underneath. In
large arrays, rows of dislocations are observed at the grain boundaries.
It is shown that for an accurate description of the magnetic interaction
between the droplets, the coulombian interaction between the magnetic
charges on the tips of the elongated droplets must be considered.
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Appendix A. Magnetic interaction of elongated droplets

To derive the time-averaged magnetic interactions between the elongated droplets, we treat them as elongated cylinders with cross-section radius
b and length 2a. Two droplets rotate with a frequency of Q about their center-points that are a distance r apart. We set the origin at the center of one
of the drops and let the center of the other be located on the x axis. To keep track of the rotating tips of the droplets, we label them from 1 to 4 as seen
in Fig. 8. The radius vectors pointing to the tips are then
7 = (acos(Qt), asin(Qt))
% = (—acos(Qt), —asin(Qt))
% =(r + acos(Qe), asin(Qt))
% = (r — acos(Qt), —asin(Qt)) (©))
If the droplets are magnetized with a volume magnetization M and they are slender, we can approximately describe them with point magnetic

charges + 7b?M at their tips. Then we can write the energy of coulombian interaction between the tips as the sum of pairwise energies
U = Uz + Uy + Uy + Uys. We omit energies Uy, and Uiy as they are constant and do not contribute to the force. The expressions for the pairwise

energies are

_ (@’m)?
r

Ux(t) = —

Uiz = Uy

(mb>M)?
NGRS 2acos(Qt))? + 4a?sin?(Qt)

Una(t) = U23(f + %)

)

where in the last line we noticed that Uy, is equal to U,; after rotation by angle 7. We sum all the energies and average over a rotation period 27/Q

and obtain Eq. (3).
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ABSTRACT

A three-dimensional small deformation theory is developed to examine the motion of a magnetic droplet in a uniform rotating magnetic
field. The equations describing the droplet’s shape evolution are derived using two different approaches—a phenomenological equation for
the tensor describing the anisotropy of the droplet and the hydrodynamic solution using the perturbation theory. We get a system of ordi-
nary differential equations for the parameters describing the droplet’s shape, which we further analyze for the particular case when the drop-
let’s elongation is in the plane of the rotating field. The qualitative behavior of this system is governed by a single dimensionless quantity
tw—the product of the characteristic relaxation time of small perturbations and the angular frequency of the rotating magnetic field. Values
of T determine whether the droplet’s equilibrium will be closer to an oblate or a prolate shape, as well as whether its shape will undergo
oscillations as it settles to this equilibrium. We show that for small deformations, the droplet pseudo-rotates in the rotating magnetic field—
its long axis follows the field, which is reminiscent of a rotation; nevertheless, the torque exerted on the surrounding fluid is zero. We com-

pare the analytic results with boundary element simulation to determine their accuracy and the limits of the small deformation theory.

Published under an exclusive license by AIP Publishing. https://doi.org/10.1063/5.0091453

. INTRODUCTION

Due to a combination of responsiveness to external magnetic
fields and their deformability, magnetic droplets make an interesting
material that has found many applications. They are widely used in
microfluidics,' where an external magnetic field can be used for their
formation, transport, and sorting. Magnetic droplets have been used as
microrobots that scale obstacles and transport cargo.”’ Using time
varying external fields, it is possible to induce dynamic self-assembled
structures in magnetic droplet systems." ° Biologically compatible
magnetic droplets have found applications in biomedical context such
as a proposed method for treating retinal detachment” and the mea-
surement of mechanical properties of growing tissues.”

The behavior of magnetic fluid droplets in constant magnetic
field has been widely researched. Such droplets elongate in the external
field direction until the capillary forces balance out the magnetic
forces. Assuming a spheroidal shape, theoretical equilibrium elonga-
tion depending on the magnetic field can be found.” "' The develop-
ment of the theoretical equilibrium curves allows for the experimental
measurement of the droplet surface tension and magnetic permeabil-
ity.”"""'* For large elongations, the droplets cease to be ellipsoidal and

develop sharp tips,”” and numerical studies are required to describe
their shape,' """ which have shown that the ellipsoidal approxima-
tion is valid when the aspect ratio is a/b=<4."" Recently, a semi-
analytic relation has been proposed to describe the droplet elongation
even in the large deformation regime.'® The dynamics of a droplet in
constant field can also be theoretically described with the ellipsoidal
approximation.'”"”

In a rotating magnetic field, magnetic droplets show a large vari-
ety of complex behaviors depending on the magnetic field parame-
ters."*'” For low frequencies, the droplets elongate and follow the
field; viscous friction can cause the droplets to break.”’ For high fre-
quencies (much larger than the reciprocal of the characteristic time for
surface deformations), the magnetic field forcing can be averaged over
the rotation period. In this regime, the droplet takes up interesting
equilibrium shapes. At low magnetic field strengths, the droplets are
oblate spheroids flattened in the plane of the rotating field; increasing
the field strength, a spontaneous symmetry breaking occurs, and they
elongate tangential to the plane of rotation; increasing the field further,
the droplets become flattened again in the rotation plane, and a crown
of fingers can be seen on their perimeter.® This oblate-prolate-oblate
transition has been described theoretically assuming spheroidal
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shapes,'” later it was extended to the case of an ellipsoid with three dif-

21

ferent axes.” Recently, an algorithm based on boundary element
methods (BEMs) was used to calculate the equilibrium shapes in high-
frequency fields without the constraint of the ellipsoidal approxima-
tion.'” However, the time-dependent dynamics of magnetic droplets
in rotating fields has not been vyet thoroughly theoretically
investigated.

An approach often used to calculate droplet dynamics in external
flows is phenomenological models for the anisotropy tensor, which
describes the droplet’s shape. There are several definitions for the ten-
sor quantity. For example, models based on the Doi-Ohta theory™ up
to a constant factor and summand use g = fsnnds, where n is the
droplet’s normal vector and the integral is over the droplet’s surface.”
The Maffetone-Minale model”* and others based on it describe the
evolution of a tensor quantity S, whose eigenvalues are the squared
semiaxes of the ellipsoidal droplet. Such phenomenological models
have proven useful in predicting the experimentally observed droplet
shapes in external flows.”” For a more thorough description of differ-
ent models for an ellipsoidal droplet, we refer to a review article.”” The
phenomenological nature of the models allows for their extension to
more complicated situations, for example, non-Newtonian fluids, tak-
ing into account wall effects and in our case—magnetic interaction. It
is important, however, to verify these models against experiments,
microscopic theories, and simulations.

In this paper, our goal is to derive analytic formulas for droplet
shape dynamics in weak rotating magnetic fields, well below the mea-
sured threshold of shape instabilities. We showcase a phenomenologi-
cal model for droplet anisotropy tensor and show how it can be used
in the case of a rotating (or precessing) field. By solving the full hydro-
dynamic problem, we show that its solution is exact for droplets with
small deformations in weak fields. Furthermore, we explore the
dynamics of magnetic droplets in rotating magnetic fields observing
interesting effects such as nonlinear shape oscillations and droplet
pseudo-rotation without torque exertion. We provide the velocity and
pressure fields in and around the droplet valid for weak fields and
small droplet deformations. Finally, we determine the applicability
limits of the analytic expressions in comparison to numerical bound-
ary element calculations.

Il. PROBLEM FORMULATION

We consider a superparamagnetic magnetic droplet with magnetic
permeability 4, surface tension coefficient y, viscosity n(i), and volume
47R3 /3 suspended in an infinite carrier fluid whose viscosity is (¥ and
magnetic permeability equal to the vacuum magnetic permeability 1. A
rotating external field is applied Ho = H. (e, cos (wt) + e, sin (wt))
with angular velocity @ = we,. H is the magnetic field intensity,
B = py(H + M) is the magnetic field induction, and M is the magneti-
zation. Magnetization is assumed to be linearly dependent on the mag-
netic field intensity M = yH and, therefore, is the magnetic field
induction B = puH, where the susceptibility is y = 1/, — 1.

The fluid both inside and outside the droplet obeys the Stokes
equations

8?7 82 U % o

(911’1' —0
Ox; 0xj0x;  Ox;

) a. — D
ij

(1)

where v; is the fluid velocity and p is its pressure. Tjj = — uOH_zdij /2
+H;B; is the Maxwell stress tensor such that J;Tj; = 1,M;0;H, P
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For linearly magnetizable fluids, its action in the bulk fluid can be
represented by a magnetic pressure term

1 (u , 0Ty Opu
‘DM__E'LLO(,LL_O_1>H’ o on (2)
This allows us to formulate the Stokes equations of motion with an
effective pressure p = p + py taking into account py, in the boundary
conditions.
They are as follows. On the droplet surface, the velocity is
continuous

v — o = 0. (3)

The total force on the surface element in the normal direction is zero
ni(aly) — o )y + fur — (ki +k2) = 0. @

oij = —poy + n(0v;/Ox; + Ovj/0x;) is the effective hydrodynamic
stress tensor (including the magnetic pressure), n; is the droplet’s out-
ward unit normal, k; and k; are the principal curvatures, and fy, is the
effective magnetic surface force

1 K Ko i)2 (i)2
=—u(=—1)(EHD? + 5?2, (5)
Ju 2 O(Ho )(Ho g '

where H, and H, are the normal and tangential field components,
respectively, on the surface of the droplet. The total force in the tan-
gential direction on the surface element is zero

Pkl-(o"gje) - Jg>)nj =0, (6)

where Py; = dy; — nn; is the projection operator on the tangent plane
of the surface.

To find the magnetic field, we solve the equations of
magnetostatics

VxH=0, V-B=0. @)

Introducing the magnetic potential iy such that H = Vi, Eq. (7) is
satisfied if it satisfies the Laplace equation

Ay = 0. ®)

The boundary conditions for the magnetostatic problem are as
follows. On the surface of the droplet, the normal component of B is
continuous

oy oy
— — un;—— =0, 9
Hotti = = — ki =0 ©)
and, if there is no distribution of magnetic dipoles on the surface, the
potential itself is continuous

v -yl =, (10)

which also automatically satisfies the requirement that the tangen-
tial component of H is continuous. Finally, far away from the
droplet

8!//(2)
8x,—

= Ho;. (11)
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A. Dimensionless parameters

Three dimensionless parameters naturally arise in the solution of
the problem

e the viscosity ratio 2 = ) /5(®),

* the relative magnetic permeability u, = p/pty, and

* the magnetic Bond number Bm = 4mu,RyH? /7, which is the
ratio of a characteristic magnetic force and a characteristic sur-
face tension force.

It is worth mentioning that different authors define different
dimensionless groups as the magnetic Bond number. For example,
some definitions are without the 47 factor”’ Bm = uoRoH2 /7, and
others have two in the denominator'' Bm = u,RyH2. /(2y), whereas
some call this ratio the magnetic capillary number Ca,,,,”” analogous to
a similar quantity for droplets in electric fields—the electric capillary
number Ca,.”” Our choice corresponds to the one used in the work of
Erdmanis et al.'"” Care should be exercised when comparing results
between them.

B. Description of droplet’'s shape

In the limit of the weak field (Bm < 1) when the deformation of
the magnetic droplet is small, we may represent it as a triaxial ellipsoid
with semiaxes a > b > ¢ (Fig. 1). Equivalently, we can use two defor-
mation parameters, the elongation

<

a—

b

€1 = (12)

and the flatness

(13)

elongation: €; = Tb

flatness: e =

FIG. 1. In the limit of small deformations, the droplet can be described as an ellip-
soid with semiaxes a > b > ¢ and with an angle 5 between the longest axis and
the field in the case when the motion is in the rotation plane of the magnetic field.
f < 0 if the droplet lags behind the field. The magnetic field H, rotates with the
angular velocity e.

ARTICLE scitation.org/journal/phf

of the droplet, which together with the incompressibility condition
abc =R} fully determine all three semiaxes. These deformation
parameters are related to the commonly used'>" ** Taylor deforma-
tion parameter D in the limit where the droplet is a prolate spheroid as

€1 €1 2
D= =—+0 14
a2 2o (14)

and in the limit where the droplet is an oblate spheroid as
€2

€ 2
D= =—240&). 15
o —2 2 +0(e) (15)

When the droplet deforms in the plane of the rotating magnetic
field, the smallest axis ¢ is in the direction of @, and another parameter
arises—the angle f§ between the droplet’s longest axis and the external
magnetic field direction. It is chosen such that f < 0 if the droplet’s
axis is lagging behind the field. In general, two more angles would be
necessary to describe the out-of-plane motion of the droplet; however,
we do not examine it in this work.

lll. ANISOTROPY TENSOR APPROACH
Ellipsoidal droplet’s shape is described by a quadratic form

Unperturbed spherical shape corresponds to A; = d;/Rj, where d;
is the Kronecker delta. For deformed droplets, we may write
Ajj = (05 + {;)/Rg, where (; is the symmetric anisotropy tensor.
Eigenvalues of {; are 4; = (R}/a} — 1), where a; are the semiaxes of
the droplet. For small deformations, the eigenvalues can be written as

n=—2(< 1
(i)
b

N a
/L3:72 Rf*l
0

Conservation of volume requires [],_, (1 + ;) = 1. For small defor-
mations, it means that

),1 + )»2 + /13 =0. (18)

Let us consider a rotating coordinate frame (e, €], €,) such that

ec: = €,
€, = e, sin (wt) — e; cos (wt), (19)

e, = e, cos (wt) + e, sin (wt).

In this rotating frame, the magnetic field is stationary, and in the €,
direction, there is an additional constant fluid flow rotating with angu-
lar velocity Q = —we,.

In the static case when w =0, the droplet elongates in the €
direction to an axisymmetric equilibrium shape characterized by its
elongation

- —b
0= [61](11:0 - |:a b :|w:0' (20)

In that case, we can write the equilibrium anisotropy tensor
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20
50 0
=0 2 o | (21)
3
0 W
3

A phenomenological equation for the tensor {j in the rotating
frame reads”’
ag;;
dt
where 7 is the relaxation time of droplet’s shape perturbations and e;,,
is the Levi-Civita symbol. A brief justification of Eq. (22) might be
appropriate here. The left-hand side of the equation is the Jaumann
derivative, which takes into account that the components of the tensor
can change due to rotation. On the contrary, the right-hand side states
that the droplet’s shape exponentially approaches an equilibrium
described by ¢° with characteristic time 7. It might be noted that an
additional term can be added to describe the effect of a shear flow on
the droplet’s shape and, thus, describe their rheology, but it is outside
of the scope of this work. See, for example, the Maffettone-Minale
model™ for ellipsoidal droplets in a viscous flow, which uses a tensor S
close to the inverse of the one used here § = R2({ + I )~", where I is
the identity tensor.
For the components of the anisotropy tensor, Eq. (22) gives three
independent sets of equations

1
- eiperer - ejperé’ir = - I (Ctj - Cg), (22)

iy 1 ( 25)
TR (i 3 ) (23)
dt 1
d_;z = —;4’12 + o3,
24
dlys 1 @9
at :_¥C13_wC127
d¢ 1/, 20
7? =7 (ézz *?> + 20053,
d 1 .
% = —;Czs — 0l + o, (25)
dt 1/, ) .
d_f =7 (433 + ?) — 200;.

When the droplet moves in the plane of the magnetic field, only
the system of equations (25) is relevant. Equation (23) is just needed to
satisfy the incompressibility condition for the droplet, and it gives no
new information since the trace of {;; is zero as follows from Eq. (18).
Equations (24) describe the out-of-plane motion of the droplet, their
solutions decay exponentially to zero, and therefore, the in-plane
motion is stable.

Since {;; is symmetric, it has three real eigenvalues and mutually
orthogonal eigenvectors (n', n*, n*). We can write

scitation.org/journal/phf

n' =é,
n’ = ¢, cos (f) + €, sin (B), (27)
n’ = —e, sin () + ¢, cos ().

We then see that

ln=1 COSZ(ﬂ) + 3 sinz([f),
(o3 = (J2 — A3) cos (f) sin (), (28)
{33 = Ja sin?(B) + 43 cos?(P).

Inserting Eq. (28) in Eq. (25), we find the equations for the time evolu-
tion of the eigenvalues of the anisotropy tensor and the angle /8

da 1 1)

d—tz: - (),2 +§— 5cos(2ﬁ)>,

da 1 0

d—:: - (},3 +§+5cos (2ﬁ)> (29)
@ B . dsin (2)

it~ T s — A

Finally, from Eq. (17), it follows that for small deformations, the
droplet deformation parameters [defined in Egs. (12) and (13)] are
connected with ; by

1 1
€] = E(/lz — }3), € = E (;vl — /12) (30)

Combining Egs. (29), (30), and (18), we get the time evolution of the
deformation parameters

dEl 1

i *;(61 —dcos (2f)),

dEz o 1 )

E_—;(ez—ésm p), (31)
df___bcos(f)sin(p)

dt T€g '

Equation (22) used to derive the system (31) can be considered phe-
nomenological, where the constants 6 and t may be determined exper-
imentally or on the basis of some microscopic models considered in
Sec. IV.

Note that the same anisotropy tensor equation (22) can be used
to calculate the droplet dynamics in a precessing field. One just has to
change the reference frame such that the field is stationary.

IV. HYDRODYNAMIC APPROACH

We solve the problem formulated in Sec. II asymptotically for
small deformations using the perturbation theory. The droplet shape
is slightly deviated from a sphere, which is described in spherical
coordinates

x = rcos (¢) sin (0),

(= lln}n} + /lzn?njz + )»37’1?71;. (26) y = rsin (¢) sin (0), (32)
z=rcos(¢),
The eigenvectors are aligned with the axes of the ellipsoid; hence, they
are by
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r:R0(1+£f(0a d)))v (33)

where ¢ is a small parameter and we use x, ¥, z to denote the coordi-
nates in the basis of €, €, €;. We assume that all the physical parame-
ters can be expressed as a power series of ¢

v = vy + &v; + O(&?),
p=po+epi +0(e%), (34)
fm = fuo + efarn + 0(82).

In the solution, we identify ¢ with the elongation and flatness parame-
ters €; = O(¢), € = O(¢). Furthermore, similarly to how it was done
in paper by Vlahovska,”’ we assume that the magnetic bond number
is small. Therefore, we omit from the solution the terms which are
O(&*) and O(&Bm).

Variables with the index 0 are the solutions to the spherical drop-
let, and they correspond to the flow arising from the magnetic forcing.
Next order corrections £vy, ep; arise from the effects of surface defor-
mation such as the flow due to surface tension. v, p and vy, py satisty
the Stokes equations [Eq. (1)], therefore, do evy, ep;.

First, we find the solution for a non-rotating magnetic field. Then
to get the solution for a rotating field, instead of having the magnetic
field rotate, we add a flow field rotating in the opposite direction.

A. Solution for a spherical droplet

The expression for the magnetic field inside a spherical magnetic
(or equivalently dielectric) droplet placed in a homogeneous external
field H,, = H..é, is well known™

HY = —=¢ (35)

which leads to the effective magnetic surface force [Eq. (5)] of

Y 9Bm u, — 1
R 87 (i, +2)°

fvo = (u, cos*(0) + sinz(e)). (36)

To find the velocity, we use Lamb’s solution for the Stokes equa-
tions in spherical harmonics.””* For the flow outside and inside the
droplet, it reads

L [_ (1-2rPvp, (+ 1>rp<€31}

~n(© 21(21 — 1) I(21-1)

Ve + v ()] (37)
=0

o1 | (I+ 3)r2Vp(i) lrp(i)
,D(t) :Z _ o 1
) 201+ 1)(20+3)  (I+1)(21+3)
+y° [V¢§f> +Vx (r;(;i)ﬂ, (38)
1=0

and the corresponding effective pressure reads
O WATCES 3 o
I=1 =0

where pfi), p(_e;_l, d);i), ¢(_e?_1, ;(;i), and x(_e;_l are a sum of spherical
harmonics of degree I multiplied by an appropriate power of »

scitation.org/journal/phf

! !
o =Py Ay, ) =y aryy

m=—1 m=—1

! !
o =r oo gl = By

m=—I m=—1
. ! !
AT SR A FEL ) Slei
m=—I m=—I

The coefficients a, A, b, B, ¢, C are to be found from the boundary
conditions. The spherical harmonics are

21+ 1(1—m)!
an (14 m)!

Y0, ¢) = Py (cos (0))e™?, (40)

where P is the associated Legendre polynomial. It is worth noting
that the spherical harmonics are orthonormal with respect to integra-
tion over the whole solid angle™’

2 n
J d(/)J Y7'(0,4)Y," (0, ¢) sin 0d0 = Sy Sy, (41)
0 0
where the bar denotes the complex conjugate. Therefore, the
coefficients in the spherical harmonic series of function f(0, )

=3 Zlmzq APY(0, ¢) can be found by Al
= [, d¢ [ £(0,4)Y]"(0, ¢) sin 0dO.
The normal force on the spherical droplet boundary (r=R,),
that is, due to the magnetic field and surface tension is
Y (9Bm pu, —1

fu—y(ki + k) = R (V 127 (1, cos*(0) + sin?(0)) — 2).
(42)

It must be counteracted by an effective hydrodynamic stress such
that Eq. (4) is satisfied. Similarly to the work by Das and Saintillan, ™
we can see which summands in Lamb’s solution [Egs. (37) and (38)]
need to be retained to produce the effective hydrodynamic stress of
the right form. The normal force contains only harmonics of degree
I=0 and /=2, and there is a symmetry around ¢. Therefore, the
only non-zero coefficients in Lamb’s solution that are needed are
ad, BY, a3, b9, A9, BY.

Now that there is a finite number of unknown variables, the fur-
ther calculations are straightforward, albeit cumbersome, therefore,
were done in Wolfram Mathematica. Lamb’s solution with the non-
zero coefficients is substituted in the boundary equations [Egs. (3), (4),
and (6)]. We write the boundary conditions on the spherical drop
(r=Rp) and expand them in spherical harmonics. For the boundary
conditions to be satisfied for arbitrary angles 0 and ¢, we require that
each coefficient of expansion in spherical harmonics is zero, which
leads to six equations for the six unknown coefficients in Lamb’s
solution.

The resulting velocities and effective pressures for the case of a
spherical droplet can be found in Appendix A.

B. Solution for a deformed droplet

We assume that the droplet is ellipsoidal. Such an assumption is
justified since the magnetic force induces changes in shape of the
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droplet corresponding to spherical harmonic Y?, which for small
deformations means an ellipsoidal shape. As can be seen further, in a
rotational flow, initially ellipsoidal droplets remain ellipsoidal. For
small deformation parameters ¢, and ¢, in Cartesian coordinates, the
equation for an ellipsoid, whose largest axis is rotated by an angle f§
from €, (magnetic field direction) is

2 : 2
€1 ;62 (1 +2€2)%+ (ycos (B) ;—%zsm (B))
(1= 24) (zcos (B) — ysin (B)* _ 43)

Rj
In spherical coordinates, the equation becomes
r=Ro(1+¢f(0,9))
=Ry(1+3Y, 2+ oY, +o0Y) + g, +02YZ),  (44)
where we expressed ¢f (0, ¢) in spherical harmonics. For an ellipsoid,

the coefficients in front of harmonics Y} and Y7 are the same as the
coefficients in front of Y, ! and Y, 2, respectively. The coefficients are

o) = \/%(51(1 +3cos (2f)) + 2e),
2n

oy = —2i 1561 <08 () sin (B), (45)

ok = —\/;0(61(1 —cos (2f3)) + 2€).

Note that all o) = O(¢).
The normal vector and curvature are found by describing the
droplet as a level surface £ = r — Ry(1 + ¢f (0, ¢)) = 0, then

n—= {V—é} (46)
|V€| r=Ro(1+¢f)
and
ki +k =1[V- n]r:Ro(IJraf)u (47)

which we then expand in & and Bm keeping only the first order terms.
Up to the first order in & and Bm, fy; remains unchanged from the
spherical case.

Just as in the zeroth order solution (for the spherical droplet), the
first order correction fields a'v(l’>, apg'), s'v@, epy” are written in
the form of Lamb’s solution. The boundary conditions for the full
fields (v + evy, po + ¢p1) are enforced on the deformed surface
r = Ro(1 + &f ) up to the first order of ¢ and Bm.

Again examining the normal force on the droplet boundary, it
becomes evident that the only non-zero coefficients in Lamb’s solution
for the first order correction fields are the ones with /= 2. However,
now all m = —I, ..., are needed since there is no longer a symmetry
along ¢. Now there is only a finite number of coefficients, who can be
found just as in the spherical case. We plug the solution with the non-
zero coefficients in the boundary conditions [Eqs. (3), (4), and (6)]
enforced on the deformed surface r = Ry(1 + &f ) and expand them in
power series of ¢ and Bm up to the first order. We then expand the
expressions in spherical harmonics and require all the coefficients in
front of them to be 0 to satisfy the boundary conditions for all 0, ¢.

scitation.org/journal/phf

This leads to somewhat long expressions for the velocity and
pressure fields inside and outside the droplet. (They are provided in
Appendix B.) To get the solution for the case when the magnetic field
is rotating, we add v,y = —we/, x r to the velocity field.

To describe the change in shape of the droplet, only the velocity
on its boundary v¥) = [v],_ Ro(1--¢) 18 needed. If the droplet’s shape is
described by r = p(0, ¢, t) = Ro(1 + ¢f (0, ¢, 1)), then the kinematic
boundary condition dictates that

®
dp _ L dp vy Op
oc = Tr\" 90 sin(0)06) (48)

where again we keep only the terms up to first power of ¢ and Bm. If
we expand the droplet’s shape in spherical harmonics r = p(0, ¢, t)
=Ry > 1% Zinz% o' (£)Y[" (0, ¢) and plug them in Eq. (48), we get
the differential equations for the expansion coefficients

2

do? o

dol o ol

oo (Ve +as) -2, (49)
dod A VAT I

—= = iVowu - —=.

dt V6wa; + 15t T

We also see that the coefficients with opposite signs in m evolve with
the same rate doj" /dt = doy ™ /dt. The derivatives of the coefficients
with [ # 2 are zero, which means that an initially ellipsoidal droplet
stays ellipsoidal.
If we insert the ellipsoid expansion coefficients from Eq. (45) into
Eq. (49), we retrieve the system of equations for the time evolution of
the ellipsoid deformation parameters [Eq. (31)]. Furthermore, from
the hydrodynamic approach, we also get the expressions for the phe-
nomenological constants in the anisotropy tensor approach. The elon-
gation of the droplet in a non-rotating field is
§ = %M7 (50)
32n (p, + 2)
and the characteristic relaxation time for small perturbations from
equilibrium is

L Ron'@ (3 4-22)(16 + 194)

y 40(1+ 4) 1)

The values obtained here for ¢ agree in the limit of small deformations
with the equilibrium values of an ellipsoidal droplet in a homogeneous
static field.” "' 7 is the same as described in other works on small
deformations of droplets.’"”’

V. ANALYSIS AND COMPARISON WITH NUMERICAL
SIMULATIONS

A. Fixed points and their stability
The fixed points for Eq. (31) are
B 0
a= VI+ae?'

14 1
&==(1- 7)7 (52)
2 V1 + 412w

1
g = fEarctan(Zw)) + nm,
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where 7 is a whole number. We see that for non-rotating field e = 0,
the droplet becomes prolate €; = 0 and aligns with the field * = nm,
whereas for large field rotation frequencies T — oo, the droplet
becomes nearly oblate ¢] — 0, it flattens to a value of ¢, — J/2 and
lags the field by an angle f* — —n/4 + nm.

It is interesting to investigate the stability of the fixed point.
Linearizing Eq. (31) for small perturbations Ae;, Ae,, Af around the
fixed point, we get

1 0 40w
AEl t 1+ 4‘120)2 AGI
4 A 0 L 20 | s
dt A[; T V1441202 2

A
V1 + 471%0? 0 1 b
0 T

(53)
The eigenvalues of this matrix are —1/7, —1/7 — 2iw, —1/1 + 2iw,
meaning that the fixed points are stable foci, and there is an oscillation
with twice the angular frequency of the magnetic field as the perturba-
tions decay.

B. Qualitative behavior of the system

We can scale the deformation parameters by the deformation
parameter in a non-rotating field é [Eq. (50)] and time by the

€16

o

scitation.org/journal/phf

characteristic decay time 7 [Eq. (51)], setting €; = €;/9, €2 = €/0,
and f = t/7. We then see that up to a constant scaling factor, the sys-
tem is governed only by a single free parameter te, which is propor-
tional to the capillary number—the ratio of viscous forces to the
surface tension forces.” In this form, system (31) is written as

cle = —€; + cos (2f),

g

g = —&, +sin(p), (54)
ap .~ cos(B)sin(B)

dr €

The variables €; and f§ form a closed system. We can use that to
visualize their evolution by drawing a phase portrait (Fig. 2).
Similarities can be seen with the behavior of a damped pendulum,
where if the initial elongation is large enough, the droplet overshoots
its equilibrium angle f several times before settling. Unlike the
damped pendulum, in this system, there is no inertia—it is completely
dissipative. However, similarly to the pendulum, there is an interplay
between two characteristic times—the oscillatory period T = 7/
(the shape oscillates with twice the frequency of the magnetic field)
and the small deformation decay time 7.

The transient behavior of an initially spherical droplet when
placed in a rotating magnetic field illustrates the interplay between the
two characteristic times of the system (Fig. 3). If the oscillatory period

I

FIG. 2. (a) The phase portrait of the
parameter describing the droplet elonga-
tion relative to its deformation under non-
rotating field ¢1/0 and the angle between
the droplet and the magnetic field 5. The
field frequency is such that tw = 3. (b)
and (c) The time evolution of the variables
€1/0, /9, and i corresponding to the
red trajectory in (a).
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FIG. 3. Relaxation to an equilibrium shape of an initially spherical droplet when a rotating magnetic field of different frequencies zw is applied. The top row shows the deforma-
tion parameters ¢4 and ¢,, and the bottom row shows the angle /5 between the droplet's largest axis and the field.

T is small compared to the relaxation time t (tw > 1), there is
enough time for the droplet to make several oscillations before settling;
however, if the opposite is the case, the droplet relaxes to the equilib-
rium before a single oscillation can occur.

C. Flow fields around the droplet

The solution using the hydrodynamic approach allows us to visu-
alize the flow fields inside and outside the droplets. Figure 4 shows the
velocity streamlines in the stationary frame of reference for different
droplet equilibrium shapes.

A visual inspection of the flow fields shows that the droplets are
not in a rigid body rotation, but rather are changing their orientation
due to surface deformations. Indeed if we integrate the outer velocity
and pressure field over the droplet surface, we get that the net torque the
droplet exerts on the fluid is identically zero up to the first order in ¢.

The magnetic torque exerted by the droplet is py(4nR;/3)M
x H »,, which is proportional to the deformation of the droplet (¢, €,)
multiplied by Bm. From Eq. (52), it can be seen that the deformation

vi(y/n®)
0.0003

0.0001

of the droplet is proportional to Bm. However, it then follows that the
magnetic torque is proportional to B#”. To consider a real rotation of
the droplet that imparts a torque, we must go beyond the first order
terms in the solution.

A similar result was found in a work that experimentally and
with simulations examined sessile water droplets in a rotating electric
field."’ Tt was found that just as here, the droplets appear to rotate with
the angular velocity of the rotating field, but the internal flow fields
produce this apparent rotation by deforming the droplet’s surface. The
authors of said work called this motion “pseudo-rotation.” This result
can be contrasted with the Quincke rotation (or electrorotation) of
weakly conducting droplets, where rotational Rotlet-like velocity fields
emerge as the rotation starts.”*"’

D. Comparison with humerical calculations

We use a numerical algorithm based on the boundary element
method (BEM) that calculates the 3D evolution of a magnetic droplet’s
shape in an arbitrary magnetic field. The algorithm (outlined in

vityIn®) (0)2(" wi(yin®)
1)
N 0.0015

0.00125 1
0.00100

€ 9 10.0010
0.00075 ™

-1
0.00050 —_—
000025
0 2 -1 0 1 2 0

Y/Ro

FIG. 4. The velocity field cross section at x= 0 inside and outside the magnetic droplets in the laboratory reference frame. The magnetic field is momentarily pointing in the z
axis direction and rotating counterclockwise. The plots are made with equilibrium shapes of the droplets with 6 = 0.3 and (a) T = 0.1, (b) zw = 1, and (c) tw = 10. The
droplet shapes and their longest axis are outlined. The flow is such that it tums the longest axis of the droplet counterclockwise. The velocity magnitude in units of y/#7(®) is

shown with a color gradient.
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FIG. 5. The equilibrium values of the elon-
gation ¢, flatness ¢;, and the angle
between the field and the droplet's largest

€16 €16
0.50 ]
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0.10 0.100
0.05 0.050
0.010
0.01 0005
0.1 1 10 100 0.1 1
Bl
Tw
0.1 1 10 100
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-0.10
-0.15
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-0.20
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Appendix C) is an extension of the work by Erdmanis et al.'” to be
able to capture the dynamics of droplets with 4 # 1.

To validate the results of the small deformation theory, we calcu-
late the equilibrium shapes using the BEM algorithm and compare
them with the analytic expressions [Eq. (52)] for the fixed points
(Fig. 5). The dimensionless input parameters for simulation are chosen
as follows: Bm=0.1, =100, u, = 10, and o/ (7/(Ren®))) varied.
These parameters correspond to 6 = 0.005 and © = 96.3/(Ron'® /7).
To get the deformation parameters and the angle between the field
and the droplet’s largest axis, we fit a 3D ellipsoid to the vertices of the
mesh triangles. We see excellent agreement for both deformation
parameters ¢} and €}, and good agreement for fi*. Possibly, the dis-
crepancy between the theoretical curve of # and simulation results for
large w is due to elongation ¢; tending to 0, and thus, the angle
between the largest axis and the field § becomes ill-defined.

To determine the limits of the small deformation theory, we
numerically calculate the equilibrium shapes for increasing values of

axis 8* depending on the field rotation fre-

10 100 quency. The droplet elongation in the non-
rotating field is o = 0.005. The red dots
are BEM simulation results and the black
lines are from (52).

Bm [proportional to the parameter o as given in Eq. (50)] and com-
pare them to Eq. (52) (Fig. 6). The simulation parameters are
® = 0.05/(y/(Ryn'®)), 4 =100, and g, = 10, and B is varied from
0.1 to 13. These parameters correspond to T = 96.3/(Ron'? /7). We
see that the error is roughly below 10%, if 6 < 0.3. Indeed, we see that
although Bm o ¢, instead of Bm < 1, the criterion which should be
assessed to determine if the small deformation theory is applicable for
a particular case is 0 < 1.

In this comparison between simulations and the theory, the
droplet is quasi oblate €, > €. There is qualitative agreement in drop-
let’s behavior between the theory and simulations also for values of
Bm =12 (6=0.6). However, for these simulation parameters, at
around Bm =~ 13 (6 ~ 0.65), the droplet ceases to be quasi oblate and
strongly elongates (¢, =~ 2.7, &, =~ 0.03) in roughly the field direction
and rotates more or less like a rigid body. Such a bifurcation is not cap-
tured by the O(¢) small deformation theory, but it has been observed
experimentally (the left column of Fig. 1 in the work by Bacri et al."®).

(=4 &
0.10 s b
0.25 °
0.08 ° ' )
[ ]
. 0.20 .
0.06 . °
. 0.15 .
0.04 . o
° 0.10 )
e L)
0.02 0.05 2
& — 6
0.1 0.2 0.3 0.4 0.5 0.6 0.1 0.2 0.3 0.4 0.5 0.6

FIG. 6. The equilibrium values of the elongation €}, flatness e; depending on the scaled magnetic field characterized by the parameter ¢ as calculated from Eq. (50). The drop-
let's characteristic deformation time multiplied by the field rotation frequency is zw» = 4.8. The red dots are BEM simulation results, and the black lines are from Eq. (52).
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VI. CONCLUSIONS

We have produced an analytic 3D solution for the magnetic
droplet shape dynamics in a rotating field valid for small deforma-
tions and small Bm in the leading order. In particular, the parame-
ter 6 < 0.3 as expressed in Eq. (50) is what determines the limit of
this small deformation theory. When the droplet is elongated in
the plane of the rotating field, its shape evolution is governed by a
system of three nonlinear differential equations [Eq. (31)]. Its solu-
tion is determined up to a scaling by a single parameter t®—the
product of the decay time of small deformations and the magnetic
field rotation frequency.

The hydrodynamic equations governing the droplet are
completely dissipative; nonetheless, a droplet in a rotating field can
experience nonlinear damped oscillations before reaching an equilib-
rium shape. The interplay of two characteristic times (the field rotation
period and the droplet relaxation time) leads to a phase portrait similar
to that of a damped pendulum. Interestingly, for weak fields, the drop-
lets pseudo-rotate in the direction of the magnetic field—their surface
deforms such that the long axis follows the field; nonetheless, no tor-
que is exerted by the droplet.

We have showcased how the anisotropy tensor description can
be used to calculate the droplet shape in the rotating (or precessing)
magnetic field. The phenomenological model was validated with
numerical simulations and by solving the full hydrodynamic problem.
In the limit of small deformations, the phenomenological equation of
motion [Eq. (22)] is exact.

Our results could be used for the verification of numerical
algorithms and could serve as a basis for more complex models,
for example, ones that incorporate a shear flow,”* which
could be then used to analytically calculate the rheological prop-
erties of magnetic droplets, which have so far been tackled
numerically.””"*
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APPENDIX A: VELOCITY AND EFFECTIVE PRESSURE
OF A SPHERICAL DROPLET

In spherical coordinates

scitation.org/journal/phf

x = rcos (¢)sin (0),
y = rsin(¢)sin (0), (A1)
z =rcos(¢),

if the magnetic field is pointing in the €, axis direction, the velocity
and effective pressure inside (i) and outside (e) a spherical magnetic
droplet read

o) = ”(LE)MZ [(% (R%) _L% (RLO)3>(1 + 305 (20))e,

n <_ % (RL0> +g <RL0>3) sin (26)4 : (A2)
o9 = #Mz Kle (RL()) o % (RLO) 4) (1+ 3 cos (20))e,

+ <_ L62LLI3 (RL()) 4) sin (29)20} , (A3)

péi) Y (2 M, — ZII;:MZ (14 3cos(20)) (RL)2)7 (A4)

"R 3 0
() y 2M, r\
=——(1+3 20))( — A5
po = gop, (LH3cosRO) {5 ) (A5)
where
o 3Bm —1  3Bm(u, — 1)°
8w opu,+2] 2_16n(/1,+2)2’
Li=(2+432), Ly =(3+24), (A6)

Ly = (16 +194), Ly = (19 + 167).

APPENDIX B: VELOCITY AND EFFECTIVE PRESSURE
OF A DEFORMED DROPLET

The velocity and effective pressure fields in and around a
slightly deformed droplet are written as power series

o) = v(()i) + svgi) + 0(&?),

v© = ol + 20l + 0(e?),

) _ 0 gl (B1)
PV =py +ep)’ +O(2),
P =py) +ep + O(),

where the first order correction terms are as follows:

b L 3 ’
wll = L (2 (TN 2 (T N p
1’](8) L2L3 R() L3 R()

y [ Ly [r 5 7/7r\°
= (=)-=(=) |E
@ <L2L3 (R0> Ls <R0> 260
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-2 —4
3L
+71 L Eler
LyL3 \ Ry
y 2L r\"* 9y 2L r\
+L—152e9(—) +L—153e¢<—) . (B3)

7 LyLs Ro (€ LyLs Ro
(i) Vi 21/1E1 r 2
=—— = B4
Spl RO L3 RO ) ( )
() v 2E, [ r -3
=———= B5
8pl RO LZ RO I ( )

where
E; = —2¢ sin (28) sin (26) sin (¢)
+sin®(0) cos (2¢) (€1 cos (28) — €1 — 2€,)

+é (3cos (20) + 1) (3¢ cos (2f) + €1 + 262), (B6)
E, = —%el cos (2f3) sin (20)(cos (2¢) — 3)
+2¢; sin (28) cos (20) sin (¢)

+sin (20)(e; + 2€,) cos*(¢p), (B7)
E; = 2cos (¢)[e; sin (28) cos (0)+sin (0) sin (¢p)
X (€1 cos (28) — €1 — 26,)]. (B8)

The above expressed solution is for a droplet in a stationary
magnetic field pointing in the €, direction. To get the solution for a
rotating field with the angular velocity @ = we/,, we can change
the reference such that the rotating magnetic field is pointing in
the e, direction by adding a background rotating velocity field
Uyt = —wé€, X r to both internal and external velocity fields.

APPENDIX C: BOUNDARY ELEMENT METHOD

The governing equations presented in Sec. II are written in the
boundary integral form. The Laplace equation for the magnetic
potential [Eq. (8)] in the integral form reads' "’

v = 2=

# 1 9 (1
1+ H,ELW(’C)B_M (W) S (€D

where the integration is over the droplet’s surface, and we have
introduced X = x — y. The Stokes equations [Eq. (1)] in the inte-
gral form read"

scitation.org/journal/phf

() 1y
14+ 4 1+ A4mp©

« L(k1 (%) + ko (x))1:(%) Gie (, )diSs

u(y) =

1 1
+ ﬁ W JSfM (x)n, (x) Gik (x, y) de

1
1-11
1+ A4n

j 01(3) Tye . 9) 5 ()4, ©
S

where Gi(x,y) = 6;/|X| + XiX;/|X]’, Tin(x,y) = —6X:X;Xx/|X|",
and v°(y) is the background flow far away from the droplet. The
boundary conditions are automatically satisfied if we solve the inte-
gral equations.

For smooth droplets, all the integrands in Egs. (C1) and (C2)
scale as 1/|X| as ¥ — ), and some steps need to be taken to facili-
tate their numerical evaluation. Details for calculating the magnetic
potential [Eq. (C1)] and from that the effective magnetic surface
force can be found in the work by Erdmanis et al.'” Some notes
may be appropriate on the way we tackled the velocity integral
equation [Eq. (C2)].

To regularize the integral and avoid introducing numerical
errors from calculating the curvature, the first term on the right
hand side was expressed in a curvaturless form"’

L(k1 (%) + ko (x))11(%) Gie (x, ) S,

- [X,-n,(x)nk(y) X)) + [1 - mi()m)]Xe

 3Xk(mi(x) + mi(y)) XiXim; (x)] Sy
X[? X[

(C3)

where the expression in square brackets is proportional to |X|* as
X — J. The second integral can be regularized using singularity
subtraction.”" We employ the identity [;n:(x)Gi(x,y)dS: = 0 to
get

LfM<x>n,~<x>G,~k(x,y>ds - L[fM(x) — ft )] (x) G, ).,

(CH

where the integrand is now O(1) as X — ¥, if fy(x) is smooth.
Finally, singularity subtraction is used also on the third term."* The
identity [Ty (x, y)n;(x)dS, = —4ndy leads to

£
P i -
VAV \ IR 7 SN FIG.'7'.' The triangular mesh on the droplet’s surface. (a)
y Aﬂ%&‘%‘é&%‘ﬁ\ iﬁﬂ%ﬂ#{%&%‘g The |r!mal (t=0) mesh of a spherical droplet. (b) and (c)
VAVAYAVAVAVAV L W IavAVAVAVAVAVAVANAATC The views of the mesh at t=500/(Ro® /7) perpen-
) AVAVAVAVAVAVAVAW%‘! I VAVAVAVQAVQVA dicular and along the angular velocity of the magnetic field,
I

BANNNN
AVAVAVAVAVAVATL/
RS

V
4

S5

respectively. The simulation parameters are Bm=9,
#-=10,2=100,0=0.05/(7/(Ron®)).
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Lv,- (%) Tije (%, y)nj(x)dS,

= L [vi(x) — vi(y)] Ty (x, y)nj(x)dSx — 4nve(y), (C5)

where the integrand is now O(1) as X — ¥, if v(x) is smooth.

We mesh the surface of the droplet with triangular elements
(Fig. 7) and efficiently solve the now regularized integral equations
with the trapezoidal rule. First, we find the magnetic potential, then
we compute the effective magnetic surface force fy;, which we use to
find the velocity on the surface of the droplet. We move the mesh
points with this velocity using the Euler method and repeat the cal-
culation for the next time step. A manuscript with a full description
of the numerical algorithm is in preparation.

REFERENCES

'E. Al-Hetlani and M. O. Amin, “Continuous magnetic droplets and microflui-
dics: Generation, manipulation, synthesis and detection,” Microchim. Acta
186, 55 (2019).

2X. Fan, X. Dong, A. C. Karacakol, H. Xie, and M. Sitti, “Reconfigurable multi-
functional ferrofluid droplet robots,” Proc. Natl. Acad. Sci. 117, 27916-27926
(2020).

3X. Fan, M. Sun, L. Sun, and H. Xie, “Ferrofluid droplets as liquid micro-
robots with multiple deformabilities,” Adv. Funct. Mater. 30, 2000138
(2020).

47, V. 1. Timonen, M. Latikka, L. Leibler, R. H. A. Ras, and O. Ikkala,
“Switchable static and dynamic self-assembly of magnetic droplets on superhy-
drophobic surfaces,” Science 341, 253-257 (2013).

5Q. Wang, L. Yang, B. Wang, E. Yu, J. Yu, and L. Zhang, “Collective behavior of
reconfigurable magnetic droplets via dynamic self-assembly,” ACS Appl.
Mater. Interfaces 11, 1630-1637 (2019).

©A. Stikuts, R. Perzynski, and A. Cebers, “Spontaneous order in ensembles of
rotating magnetic droplets,” ]. Magn. Magn. Mater. 500, 166304 (2020).

70. T. Mefford, R. C. Woodward, J. D. Goff, T. Vadala, T. G. St. Pierre, J. P.
Dailey, and J. S. Riffle, “Field-induced motion of ferrofluids through immisci-
ble viscous media: Testbed for restorative treatment of retinal detachment,”
J. Magn. Magn. Mater. 311, 347-353 (2007).

8F. Serwane, A. Mongera, P. Rowghanian, D. A. Kealhofer, A. A. Lucio, Z. M.
Hockenbery, and O. Campas, “In vivo quantification of spatially varying
mechanical properties in developing tissues,” Nat. Methods 14, 181-186
(2017).

9J. Bacri and D. Salin, “Instability of ferrofluid magnetic drops under magnetic
field,” J. Phys. Lett. 43, 649-654 (1982).

10A. O. Tsebers, “Virial method of investigation of statics and dynamics of drops
of magnetizable liquids,” Magnetohydrodynamics 21, 19-26 (1985).

'S, Afkhami, A. J. Tyler, Y. Renardy, M. Renardy, T. G. St. Pierre, R. C.
Woodward, and J. S. Riffle, “Deformation of a hydrophobic ferrofluid droplet
suspended in a viscous medium under uniform magnetic fields,” J. Fluid Mech.
663, 358-384 (2010).

12 Erdmanis, G. Kitenbergs, R. Perzynski, and A. Cebers, “Magnetic micro-
droplet in rotating field: Numerical simulation and comparison with
experiment,” J. Fluid Mech. 821, 266-295 (2017).

3H. A. Stone, J. R. Lister, and M. P. Brenner, “Drops with conical ends in
electric and magnetic fields,” Proc. R. Soc. London, Ser. A 455, 329-347
(1999).

0. Lavrova, G. Matthies, T. Mitkova, V. Polevikov, and L. Tobiska, “Numerical
treatment of free surface problems in ferrohydrodynamics,” J. Phys.: Condens.
Matter 18, $2657-52669 (2006).

15p. Rowghanian, C. D. Meinhart, and O. Campas, “Dynamics of ferrofluid drop
deformations under spatially uniform magnetic fields,” J. Fluid Mech. 802,
245-262 (2016).

ARTICLE scitation.org/journal/phf

18K, Misra, “Magnetic (electric) drop deformation in uniform external fields:
Volume averaged methods and formation of static and dynamic conical tips,”
Phys. Fluids 32, 107104 (2020).

17J.-C. Bacri and D. Salin, “Dynamics of the shape transition of a magnetic ferro-
fluid drop,” J. Phys. Lett. 44, 415-420 (1983).

'81-C. Bacri, A. O. Cebers, and R. Perzynski, “Behavior of a magnetic fluid
microdrop in a rotating magnetic field,” Phys. Rev. Lett. 72, 2705-2708 (1994).
'9E, Janiaud, F. Elias, J.-C. Bacri, V. Cabuil, and R. Perzynski, “Spinning ferrofluid

microscopic droplets,” Magnetohydrodynamics 36, 300-378 (2000).

200, Sandre, J. Browaeys, R. Perzynski, J.-C. Bacri, V. Cabuil, and R. E.
Rosensweig, “Assembly of microscopic highly magnetic droplets: Magnetic
alignment versus viscous drag,” Phys. Rev. E 59, 17361746 (1999).

ZIK. 1. Morozov and A. V. Lebedev, “Bifurcations of the shape of a magnetic fluid
droplet in a rotating magnetic field,” J. Exp. Theor. Phys. 91, 1029-1032 (2000).

22M. Doi and T. Ohta, “Dynamics and rheology of complex interfaces. 1,”
J. Chem. Phys. 95, 1242-1248 (1991).

234, S. Almusallam, R. G. Larson, and M. J. Solomon, “A constitutive model for
the prediction of ellipsoidal droplet shapes and stresses in immiscible blends,”
J. Rheol. 44, 1055-1083 (2000).

24p_ Maffettone and M. Minale, “Equation of change for ellipsoidal drops in vis-
cous flow,” J. Non-Newtonian Fluid Mech. 78, 227-241 (1998).

25E. Boonen, P. Van Puyvelde, and P. Moldenaers, “Droplet dynamics in mixed
flow conditions: Effect of shear/elongation balance and viscosity ratio,”
J. Rheol. 54, 1285-1306 (2010).

26M. Minale, “Models for the deformation of a single ellipsoidal drop: A review,”
Rheol. Acta 49, 789-806 (2010).

27R. E. Rosensweig, Ferrohydrodynamics (Dover Publications, 2014).

28g, Blams, A. Cebers, and M. M. Maiorov, Magnetic Fluids (Walter de Gruyter, 1997).

29L. H. P. Cunha, L R. Siqueira, F. R. Cunha, and T. F. Oliveira, “Effects of exter-
nal magnetic fields on the rheology and magnetization of dilute emulsions of
ferrofluid droplets in shear flows,” Phys. Fluids 32, 073306 (2020).

30p, M. Vlahovska, “On the rheology of a dilute emulsion in a uniform electric
field,” J. Fluid Mech. 670, 481-503 (2011).

315, M. Rallison, “The deformation of small viscous drops and bubbles in shear
flows,” Annu. Rev. Fluid Mech. 16, 45-66 (1984).

32D, Das and D. Saintillan, “A nonlinear small-deformation theory for transient
droplet electrohydrodynamics,” J. Fluid Mech. 810, 225-253 (2017).

33Y. 1. Dikanskii, A. O. Tsebers, and V. P. Shatskii, “Magnetic emulsion properties in
electric and magnetic fields. I. Statics” Magnetohydrodynamics 26, 25-30 (1990).

341, A. Stratton, Electromagnetic Theory (McGraw Hill Book Company, 1941).

35H. Lamb, Hydrodynamics, 6th ed. (Cambridge University Press, 1975).

365, Kim and S. J. Karrila, Microhydrodynamics: Principles and Selected
Applications, Butterworth-Heinemann Series in Chemical Engineering
(Butterworth-Heinemann, 1991).

37]. D. Jackson, Classical Electrodynamics (John Wiley and Sons, 1998).

38D, Das and D. Saintillan, “A three-dimensional small-deformation theory for
electrohydrodynamics of dielectric drops,” J. Fluid Mech. 914, A22 (2021).

39H. A. Stone, “Dynamics of drop deformation and breakup in viscous fluids,”
Annu. Rev. Fluid Mech. 26, 65-102 (1994).

“C0. Ghazian, K. Adamiak, G. P. Castle, and Y. Higashiyama, “Oscillation,
pseudo-rotation and coalescence of sessile droplets in a rotating electric field,”
Colloids Surf., A 441, 346-353 (2014).

“Ip, M. Vlahovska, “Electrohydrodynamics of drops and vesicles,” Annu. Rev.
Fluid Mech. 51, 305-330 (2019).

423, Tshida and D. Matsunaga, “Rheology of a dilute ferrofluid droplet suspension
in shear flow: Viscosity and normal stress differences,” Phys. Rev. Fluids 5,
123603 (2020).

“3C. Pozrikidis, A Practical Guide to Boundary Element Methods with the
Software Library BEMLIB (Chapman and Hall/CRC, 2002).

“4C. Pozrikidis, Boundary Integral and Singularity Methods for Linearized
Viscous Flow (Cambridge University Press, 1992).

“SA. Z. Zinchenko, M. A. Rother, and R. H. Davis, “Cusping, capture, and
breakup of interacting drops by a curvatureless boundary-integral algorithm,”
J. Fluid Mech. 391, 249-292 (1999).

Phys. Fluids 34, 052010 (2022); doi: 10.1063/5.0091453
Published under an exclusive license by AIP Publishing

34, 052010-12



7
2
=
LL
G
(o
7
—
72
>
L
Q

A three-dimensional boundary element
method algorithm for simulations of
magnetic fluid droplet dynamics

Cite as: Phys. Fluids 34, 062105 (2022); https://doi.org/10.1063/5.0092532
Submitted: 23 March 2022 « Accepted: 18 May 2022 « Accepted Manuscript Online: 20 May 2022 -
Published Online: 02 June 2022

Aigars Langins, "*' Andris Pavils Stikuts and "*' Andrejs Ceébers

& @ & @

Open View Online Export Citation CrossMark

ARTICLES YOU MAY BE INTERESTED IN

Small deformation theory for a magnetic droplet in a rotating field
Physics of Fluids 34, 052010 (2022); https://doi.org/10.1063/5.0091453

Characterizing Lagrangian particle dynamics in decaying homogeneous isotropic turbulence
using proper orthogonal decomposition

Physics of Fluids (2022); https://doi.org/10.1063/5.0092543

Dynamics of two unequal-sized drops coalescence at a liquid-liquid interface
Physics of Fluids 34, 063604 (2022); https://doi.org/10.1063/5.0089309

AN ‘\‘ LEARN MORE
APL Machine Learning % q( N

s i 2

Open, quality research for the netwbrrking commdnities
MEET OUR NEW EDITOR-IN-CHIEF \TM ‘
A

Phys. Fluids 34, 062105 (2022); https://doi.org/10.1063/5.0092532 34, 062105

© 2022 Author(s).



Physics of Fluids ARTICLE

scitation.org/journal/phf

A three-dimensional boundary element method
algorithm for simulations of magnetic fluid

droplet dynamics

Cite as: Phys. Fluids 34, 062105 (2022); doi: 10.1063/5.0092532

Submitted: 23 March 2022 - Accepted: 18 May 2022 -
Published Online: 2 June 2022

©

Export Citation

®

View Online CrossMark

Aigars Langins,"® (%) Andris Pavils Stikuts,"”

and Andrejs Cébers'

AFFILIATIONS

'MMML Lab, Department of Physics, Mathematics and Optometry, University of Latvia, Jelgavas st. 3-014, Riga LV-1002, Latvia
?Laboratoire PHENIX, Sorbonne Université, CNRS, 4 Place Jussieu, Case 51, F-75005 Paris, France

@ Author to whom correspondence should be addressed: aigars.langins@|u.lv

ABSTRACT

This paper outlines a numerical algorithm capable of simulating the full three-dimensional dynamics of magnetic fluid droplets in external
magnetic fields by solving boundary integral equations. The algorithm works with arbitrary droplet and carrier fluid viscosity ratios. It is vali-
dated with known theoretical relationships. It also enables evaluating various approximations often used to describe ellipsoidal droplets by
comparing the droplet dynamics calculated from such approximations to the results obtained from first principles using our numerical algo-
rithm. The algorithm may be used to investigate droplet configurations in arbitrary magnetic fields and to indirectly calculate the physical
properties of magnetic fluid droplets and predicting the magnetic field thresholds above which the droplet shape can develop instabilities in

the form of various spikes.

© 2022 Author(s). All article content, except where otherwise noted, is licensed under a Creative Commons Attribution (CC BY) license (http://

creativecommons.org/licenses/by/4.0/). https://doi.org/10.1063/5.0092532

. INTRODUCTION

Figures of equilibrium of self-gravitating masses are a classical
problem in mathematical physics,” where different bifurcations of
shapes are described. Since the classical paper by Taylor,” the equilib-
rium shapes and their dynamics under the action of electromagnetic
fields have been investigated in many publications. A significant break-
through in the research of droplets under the action of an electromag-
netic field arose with the synthesis of magnetic liquids,” allowing many
interesting effects to be observed and described, such as the droplet
deformation and its dynamics under the action of static magnetic
fields," ° rotating fields,”® labyrinthine pattern formation in the
Hele-Shaw cells,” and adjustable rheological properties of magnetic
fluids with external magnetic fields.'” To describe these effects, differ-
ent approximate methods'' "’ (under assumptions of ellipsoidal
shape, satisfaction of boundary conditions on average, and others)
have been employed that need to be tested. Yet more observed phe-
nomena have still not been described theoretically or sufficiently
explored numerically, such as the dynamics of hysteresis of droplet
deformation,'* reentrant transition of figures of equilibrium of mag-
netic droplets in a high frequency rotating field,” and spike formation

on the droplet poles.”” It should be noted that magnetic fluids under

the action of an electromagnetic field have many uses, including bio-
mechanics, * biochemical assays,'” dynamic self-assembly,"” magneto-
hydrodynamic induction pumps,m microfluidics,'” and many others,
thus, providing information about the physical properties of the con-
centrated phase of magnetic colloids. These colloids may possess very
interesting properties due to their highly magnetic nature—such as
field dependent surface tension or dependence of rheological proper-
ties on the magnetic field.

In parallel with the experimental investigation of magnetic drop-
lets, significant efforts in the development of numerical methods for
their simulation have been undertaken. Efficient tools for the simula-
tion of the free boundary phenomena may be developed on the basis
of the boundary integral equations.”””" These methods have also been
applied in the axisymmetric case.”””’ Among the phenomena pre-
dicted is, for example, the formation of the spikes on the droplet poles
if the magnetic permeability is high enough.”” > Other complicated
free boundary problems, for example, the formation of the labyrin-
thine patterns in the Hele-Shaw cells, have also been tackled by
boundary integral equation techniques.”” The application of the
boundary integral equation algorithm for the full three dimensional
case is a real challenge since special care should be applied to retain
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B. Equations of motion in integral form

the quality of the mesh on the droplet’s surface.”” ** Modeling such
dynamics can also be approached via the immersed boundary
method,”’ which is sensitive to precise boundary description”" or lat-
tice Boltzmann methods, which can handle complex fluid configura-
tions and the coexistence of multiple fluid phases well.”” A further
review of magnetic fluid modeling and simulations is also available.”
In parallel with the development of the numerical tools for the simula-
tion of magnetic droplets, corresponding elaborations are taking place
for the simulation of droplets in leaky dielectrics where in addition to
the usual terms, the convective surface charge transfer by the liquid
motion should be taken into account.™

Recently, one of the first attempts to simulate magnetic droplets
in the three dimensional case has been made with the condition that
both the droplet and the surrounding fluid have equal viscosities.”
Since the viscosities of the concentrated phase of strongly magnetic
droplets obtained by the demixing of magnetic colloids are signifi-
cantly larger than the viscosity of the carrier liquid (usually water), it
is crucial to take that into account in the numerical models.

At present, there do not exist exact solutions of magnetic droplet
behavior under the simultaneous action of viscous, magnetic, and
capillary forces, which could be used as benchmarks for validating
numerical models. In this situation, the validation of the numerical
models is carried out by the comparison of the numerical results with
some approximate solutions. It is our aim here to carry out these com-
parisons using the simple model of a magnetic fluid droplet” with a
generalization of the recently published numerical algorithm.”

The paper is organized as follows. The mathematical model and
the relevant equations are outlined in Sec. 1. Next, Sec. III introduces
the numerical algorithm, which is then validated with known theoreti-
cal relationships, as can be seen in Sec. IV. Finally, simulations of
droplet behavior in different situations by the developed algorithm are
presented in Sec. V, concluding with a short discussion.

II. MATHEMATICAL MODEL
A. Equations of motion

We consider a droplet of magnetic fluid suspended in an infinite
non-magnetic carrier fluid. We look at the case where the inertia of
the fluid is negligible. Then, the motion is governed by the Stokes
equations for a magnetic fluid, >

-Vp+nAv+f, =0, V-v=0, (1)

where p is the pressure, # is the dynamic viscosity, fy; = Ok Ti is the
volume force due to magnetic field, and Ty = —%;LOHzéik + H;By
is the Maxwell stress tensor, where H is the magnetic field intensity,
B = 1iy(H + M) is the magnetic field induction, and M is the magne-
tization. The boundary conditions for forces on the droplet surface
read

(0 — oDy + (1) = TV — y(ky + kp)mi =0, (2)

where gy = —pdy + n(Ovx + Okv;) is the stress tensor of the fluid,
P(ky + k) is the capillary force due to the surface tension, with y being
the surface tension and k;, k, being the principal surface curvatures,
and n is the unit normal vector pointing out of the droplet. The super-
scripts (e) and (i) denote the parameters outside and inside of the
droplet, respectively.

scitation.org/journal/phf

It is possible to write an integral equation for the velocity of the
points on the droplet’s surface, which automatically satisfies the
boundary conditions,”’

u(y) = mjsf(x)ﬂi(x)Gik(x7Y)d5x

41 ;7(5) + 1/](1)
2n(©

+ WUOI{O}L (3)

Lvi (%) Tije (x, y)nj(x)dS,

where the integral is over the surface of the droplet, the integral kernels

dij xi—yi)(xj—
are the Stokeslet Gi(x,y) ==+ W
Tijk(x,y) = 76% , f(x) is the combined normal force
of surface tension and magnetic forces on the droplet’s surface, and
vo(y) is the ambient flow to which the droplet is subjected. The nor-

mal force on the surface can be written as™

, and the stresslet

1 22 1 52
f= (Eﬂo#(#— 1)H<’)n +E,Uo(ﬂ - I)H(l)t = (ki +k2)>7 4

where H, and H,, are the tangential and normal components of the
magnetic field on the surface and u is the relative permeability of the
droplet.

C. Dimensionless variables

We introduce the length scale as the radius of a spherical droplet
Ry, timescale t, = Ron(e) /7, a magnetic field scale Hy, a magnetic per-
meability scale 1, a viscosity parameter 4 = () /5(9), and the Bond
magnetic number Bm = 47y RoH3 /7.

Then, the integral equations can be rewritten in a dimensionless
form,

11
14 i4n
11
1+ A4z
1-1
1+ A4z
) ©

The magnetic part of the normal force was separated out and in a
dimensionless form reads

() = me+bwmm@mwm

L (%) 1;(x) G (x, ¥)dSy

Jsvi(x)Tijk (%, y)nj(x)dS,

+

7Bm
"~ 8n

St =22 (= DHO? + (- )HO}). ©)

D. Regularization of the boundary integral equations

All of the integrands in (5) are weakly singular, they scale as
O(1/r) as x — y and are convergent (r = x — y). The asymptotic
behavior can easily be seen by writing out the integrands in Taylor
series for small r in local coordinates centered at y. It may be noted
that r - n = O(r?) as x — . The integrals can be tackled numerically,
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for example, by calculating them on the singular elements in polar
coordinates, where a factor of r arises from the differential area ele-
ment.”’ Nonetheless, easier implementation and greater precision of
the numerical scheme can be achieved by removing these singularities,
which for these integrals is possible.

Since the first integral in (5) is over a closed surface, it can be
transformed in the following form:™

L(kl (%) + ks (x))1:(%) Gie(x, )

- 7L (rini(x)nk(J’) + rini(y)ne(x) + (1 — mi(x)mi(y)) 7
B 3re(ni(x) + "i(}’))’irj”j(x)> @

r|? >

7)

Note that the term in the brackets of the integral scales as |r|’ and the
whole integrand scales as O(1), as x — y. Furthermore, calculating the
sum of principal curvatures (k; + k) = V - n in the first term on the
right hand side of (5) notoriously introduces large errors from the sur-
face discretization,””** which in this form is not necessary.

The singularity in the second integral in (5) can be reduced by
an order using singularity subtraction.”’ We use the identity’
Jsni(x)Gi(x,y)dSc = 0, which we multiply by fy/(y) and subtract
from the second integral in (5) to get

LfMu)n,-(x)G,-k(x,y)dsx - L{fM(x) — fut )] (x) G, ).,

(8)

where the integrand on the right hand side is O(1) as x — y, if fy(x)
is smooth.

The third integral in (5) is also treated by singularity subtraction
using the identity”" [ Ty (x, y)n;(x)dSx = —4nd; and is replaced by

Lvi (%) Tiji (%, y)nj(x)dS,
- L[ () — 0] Ty, ) (0)dS, — 4mn(y). )

As a result, the singularity has been reduced by one order, and the
integrand stays bounded as x — y, if v;(x) is smooth.
We can write integral equation (5) for v in the form

00) = 3= | B Tule @S +FO). (0)

It is known that the homo-
geneous part of this integral equatlon has an eigensolution with eigen-
values k = * 1. The k=1 eigensolution is a uniform expansion of
the droplet, and the k¥ = —1 eigensolution is an arbitrary rigid body
motion of it. Therefore, for cases where 4 > 1 or 4 < 1, the integral
equation is poorly conditioned. Magnetic droplets obtained by demix-
ing of magnetic colloids are observed to have large viscosities
(A &~ 100).” Hence, we use Wielandt’s deflation,” a procedure where
we formulate an equivalent integral equation does not have the
unwanted eigensolutions. The regularized integral equations and
Wielandt’s deflation are further explained in Appendix A.

where F is independent of and x =

scitation.org/journal/phf

E. Magnetic part

We consider equations of magnetostatics in the absence of elec-
tric currents,

VxH=0, V-B=0. (11)

The magnetostatic approximation is valid as long as Ry /ty < ¢, where
Ry is the characteristic scale of the problem, f; is the characteristic time
of the problem, and c is the speed of light. Even a fast rotating field
(fo = 10°Hz) and a large droplet (Ry = 1cm) would fall well within
the application limits of magnetostatics.

The magnetic field can be expressed as a gradient of magnetic
scalar potential H = V. Since V - H = 0 by the virtue of Maxwell’s
equation for B and assumed uniform magnetization M, the magnetic
potential satisfies the Laplace equation Ay = 0.

Taking into account the continuity of the scalar potential
Y = (@ and of the normal field component V') - n = Vi(©
on the fluid interface S, Laplace’s equation can be recast in an integral
equation form:”’

2Hy-y 1 pu—1
u+1

1

J ¥(x) Vi (;) ‘n(x)dS,,  (12)

v(y) = a1l

where the H term represents an unperturbed background field.

The magnetic potential is calculated on discrete points describing
the droplet; this allows us to calculate the tangential field component
ateach node H; = |(I — n ® n) Vij|.

Since the nodes are on the surface of the droplet, it is not possible
to directly calculate the normal component of the gradient of the mag-
netic potential. Therefore, to calculate the normal component of the
field, we use the relation, where the normal field is expressed entirely
in terms of the tangential field component,”

H, - "(}’)

e

The integrand in (13) has a O(1/r?) singularity when y — x; there-
fore, it should be evaluated as a Cauchy principal value integral
denoted by P. Similarly as before with velocity integral equations, sin-
gularity subtraction is applied, making use of identities

_k-1 n(y)

4mu

) x Hi( ))><Vx<%)}dsx. (13)

Hy,(y) =

1 1 1
J‘SEV,C <;) . n(x) de = —57 (14)
J "(x)3x "4, —o, (15)
S r

where y lies on the boundary of the region of integration.
The equation for magnetic potential can be cast in a regularized
form by means of (14),

00) = Ha) 3 =2 | 0 w0 (1) g )

Relation for the normal field component is regularized by using
(14) and (15) (Ref. 35) [here, the sign is opposite in front of the inte-
gral term as compared to that in Eq. (3.9) of Ref. 35],
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Hn(y):L(y),uil

It 4mp

< 0 - v (3) o

n(y)

_[Hi(x) — Hy(y)] x <n(x) XV, G)H ds..

Similarly as in the case of the velocity calculation, the integrands in the
regularized equations are now bounded for y — x and can easily be
integrated numerically. Singular integrands are calculated using local
polar coordinates centered at y for the singular elements.”"”

We also derived an alternative approach for calculating the nor-
mal and tangential field components from normal field differences on
the surface, but it was observed to be less precise and slower and con-
sequently was not used in further calculations. For details, refer to
Appendixes B and II1.

Having solved these boundary integral equations for the mag-
netic field, we can obtain the forces acting of the droplet surface (6)
and subsequently calculate the velocity of each mesh node.

F. Infinitely fast rotating field

Let the magnetic field rotate in the z axis direction with the angu-
lar frequency w,

Hy = Hj cos (wt)ex 4 Hy sin (wt)e,,. (17)

Then, if the period T = 27/ is much smaller than the characteristic
time of shape deformations 7 [for small deformations given later in the
paper in (24)], the magnetic forcing can be averaged over the rotation
period. The period-averaged normal surface force (6) is given by

i = o=V (n[H2, + 1] + [+ 12]), a9)

where H, and H, are the magnetic field intensity distribution on the
droplet’s surface, when it is placed in a stationary background field
Hy = e, and Hy = ey, respectively.

11l. NUMERICAL ALGORITHM

The numerical approach is an extension of Ref. 35, where only
equilibrium droplet configurations were calculated at equal fluid
viscosities.

scitation.org/journal/phf

The magnetic fluid droplet surface is triangulated by a mesh of
boundary elements (BEM) with collocation points or nodes. The inte-
grals are solved using the trapezoid integration scheme using only the
function values on the nodes. This allows us to conveniently reformulate
the summation over the flat triangles to the summation over nodes”’

[ fwrds = 3 s, (19)

where the summation is done over all nodes i and AS; = 1/3 %" AS'is
the average area of the three triangles adjacent to the node i. This way
the integral equations become linear systems of equations that can be
solved using common numerical libraries, for example, velocity inte-
gral equation (10) can be represented as v = Av + F, where is the
unknown vector of length 3N containing the velocities on the nodes, A
is a 3N x 3N matrix corresponding to the T} integral containing the
interactions between the nodes, and F is a 3N vector corresponding to
the terms in (10) without . In practice, most of the time is spent in
populating these matrices A and F. Solution of the integral equations
of Sec. 1T gives the velocities of nodes and allows us to calculate the
dynamics of droplet shapes.

The original spherical mesh is generated by iteratively splitting an
icosahedron, by adding more nodes in its faces and projecting the new
nodes on a sphere”” (Fig. 1). Our simulations typically relied on two or
three such splitting iterations, yielding 162 and 642 nodes, respectively.
The normals and curvatures on each vertex are found by fitting a parab-
oloid on the relevant vertex and its immediate neighbors.””

A. Mesh maintenance

The velocity distribution on the droplet’s surface is non-uniform.
Therefore, if we were to simply move the (initially uniformly distrib-
uted) mesh nodes with the surface velocity, the mesh would quickly
degrade—some triangles would get stretched much more than others.
To mitigate this, multiple mesh stabilization techniques are employed
throughout the simulations. The methods utilized in this paper are
explained below.

1. Passive stabilization

Since the dynamics of the droplet shape is determined by the nor-
mal velocity component only, the mesh may be stabilized by using
proper tangential velocity components. In passive stabilization,”

FIG. 1. Mesh creation by iteratively splitting an icosahedron (left) once (middle), yielding 42 nodes, and twice (right), yielding 162 nodes.
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the tangential components can be adjusted in order to minimize a
“kinetic energy” function

|x\ ke : 1 (dCx :
iy T 2 (9a
_Z th< Ixa> HMZA:cg(dt) . (0)

where the first sum pertains to edges between nodes i and j and tries
to keep edges at the optimal lengths of h;; as determined by local cur-
vatures,”” while the second sum pertains to mesh surface triangles
and tries to keep the triangles as regular as possible, using the
“compactness” of a triangle Co = Sp/(a* + b* + ¢?), where a, b, and
¢ represent the lengths of its sides, as a guide.”

2. Active stabilization

The above algorithm slows the mesh degradation but does not
stop it completely. In addition, active stabilization” between iterations
is necessary whereby the nodes are translated along the surface of the
droplet in order to minimize a “potential energy” function

Ceb S 2@ o

where Cy® = /3/12 is the compactness value of a regular triangle.
This function E assumes large values when x;; differs much from its
optimal length of h;;, and so, it avoids both unwarranted crowding and
dispersion of vertices, as well disallowing triangles to deviate much
from the optimal compactness of a regular triangle. In order to trans-
late the node x* along the droplet surface, we use the previously fitted
paraboloid used in the normal vector calculations, with x lying at its
tip. These paraboloids locally approximately coincide with the droplet
surface. The node x' is moved in space along the negative gradient of
the potential energy function E. This procedure might make the node
not coincide with the original droplet surface anymore, so it is pro-
jected onto a nearest paraboloid, thus bringing it back to the droplet
surface. This approach effectively “slides” the node along the surface
in order to minimize the potential energy function E.

The above energy functions E and F can have their gradients
expressed in an explicit analytical form, allowing for efficient optimiza-
tion. We use the conjugate gradient method to find the minimum of
F. To minimize E, we use a modified gradient descent, where after
each step we project the points back on the paraboloid that describes
the local droplet surface.”

3. Edge flipping

Edges between vertices may be flipped. Consider a quadrilateral
described by vertices [x*, x?, x4, x] with an additional edge, connect-
ing the two diagonally opposite vertices [x*, x]. This edge might be
flipped to instead connect the vertices [x?, x°], provided that

e — 2 < (6" = O°) (¢ — ")+ |( — O) (" — "),

where OF is the circumcenter of the triangle [x*, x¢, xX], where
k € {b,c}.”*” Such flips allow for increasingly regular trlangles, and
they have to be applied iteratively to all of the edges until no more flips
are possible. An edge will not be flipped, if it would result in a node

scitation.org/journal/phf

with less than five connected nodes. This is done to ensure that a gen-
eral paraboloid can be fitted on every node and its neighbors. Edge
flipping is applied at each simulation step. If an edge is flipped, active
stabilization is applied again.

4. Node addition

We found that to achieve accurate results, a larger number of
nodes are needed in regions of high curvature than can be sustained
with the above-mentioned techniques; therefore, we employ a node
addition routine. For every vertex, we compute the magnitude of cur-
vature H = \/k? + k3, where k; and k; are the principal curvatures
that we obtained from the fitted paraboloids. Then, for each triangle,
we compute the mean curvature of its vertices Hy = %Zie A Hi and
the square root of its area /Sy, signifying the length scale of the trian-
gle. Each triangle with Hx+/Sa > ¢ is marked for splitting, where ¢ is
an empirical cutoff criteria. Furthermore, if a triangle has two or more
marked neighboring triangles, it also is marked.

To determine an optimal ¢ value, a droplet was stretched in a
constant field with different ¢ values and the ratio of the droplet semi-
axes evolution compared (Fig. 2). A threshold for cutoff of 0.2 was
determined to be sufficient for a precision of 0.1%. Smaller values of ¢
quickly increase the number of nodes and, thus, significantly increase
the computation time, which scales as roughly as O(N?), where N is
the number of nodes.

The marked triangles will have new nodes added at the midpoint
of each of their edges.”” The added nodes are mutually connected in
such a way that all nodes have at least five neighbors. Each of the new
nodes will also be projected on the one of the original triangle’s node’s
paraboloid to which the new node is the closest to. The neighborhood
of triangles affected by this addition is also actively stabilized similarly
to Ref. 29. The node addition procedure is illustrated in Fig. 3.

5. Time integration scheme

We found that space-discretization has a larger impact than
time-discretization on convergence.

Therefore, a simple Euler method for time integration is used;
however, it introduces some volume change in each iteration. We rem-
edy this by rescaling the volume at every iteration. We use an adaptive
time step At inspired by’

Ax,
At = 7.4min ( mm)
{ ‘k|mux 1}

At:min{A‘E 005 007}

(22)

where Ax,,;, is the shortest edge next to the node i, |k],,,,, is the largest
principal curvature by absolute value at node i, and w is the dimen-
sionless magnetic field rotation frequency.
6. Summary

The numerical algorithm can be briefly summarized as follows:

* For the given external magnetic field, solve the boundary integral
equation for the magnetic potential i on the droplet surface (16).

Phys. Fluids 34, 062105 (2022); doi: 10.1063/5.0092532
© Author(s) 2022

34, 062105-5



Physics of Fluids ARTICLE

a/b relative error
-
o
IS

1075

10-°

0 2 4 6 8 10
time

scitation.org/journal/phf

b)

2000 +

o
ul
o
o
L

1000 4

Node count

0 2 4 6 8 10
time

FIG. 2. An initially spherical droplet with A =1, =22 is being elongated in a constant magnetic field such that Bm=5.8. The simulation time step is sufficiently small
At = 0.03. (a) depicts the relative error of the droplet axis ratio with different cutoffs for node addition & compared to ¢ = 0.15. The use of ¢ = 0.2 was chosen for further sim-
ulations unless stated otherwise, and it introduces an error of around 0.1%. (b) depicts the number of nodes as the simulation progresses for different values of e.

* Calculate the tangential field component H; = |[(I — n @ n) Vy|.
Express the normal field component H,, in a regularized form in
terms of the tangential component (13).

* Find the normal magnetic surface forces f; (6).

* Nodes describing the droplet surface are moved by the first-order
explicit Euler method according to the velocities found by solu-
tion of Eq. (5) and adjusted by passive stabilization. Afterward,
droplet volume is rescaled.

* Mesh maintenance via node addition and edge flipping are
applied at every iteration of the simulation. Active stabilization is
utilized every hundred iterations, unless any nodes have been
added or any edges have been flipped, in which case active stabi-
lization is used immediately.

In integral equation representation, the velocity and mag-
netic potential on each point in the surface are dependent on the

A 3D BEM algorithm for simulations of magnetic fluid droplet dynamics

after node addition

before node addition
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FIG. 3. Before node addition, the red triangles are marked for splitting. Since the
yellow triangle has two neighbors that are marked for splitting, it also gets marked.
After node addition, new triangles are created in such a way to ensure that there
are at least five neighbors for each node. The new triangles and those (marked in
blue) that are “two layers” around the triangles marked for splitting are actively sta-
bilized to improve the resultant mesh.

contribution from all other points on the surface. Therefore, it fol-
lows that the complexity of the algorithm scales as O(N?), where
N is the number of nodes.”® As mentioned before, most of the
time is spent in populating the matrices corresponding to the inte-
gral operator. This can, however, be accelerated using parallel
computation.

IV. ALGORITHM VALIDATION

The algorithm has been validated with known theoretical rela-
tionships for droplet equilibrium configurations and dynamics when
available.

A. Relaxation to a sphere

An elongated droplet approximated as an ellipsoid of rotation
can be described by the Taylor deformation parameter

_a-b

Tavb @)

where a and b are its major and minor semi-axes, respectively. In
the absence of an external field, small elongations decay exponen-
tially due to capillary forces D o e~*/%, where the characteristic
relaxation time 7, renormalized by the timescale of the system,
reads”

T (164 194)(3 +22)

= 24
y](‘—’)RO/V 40(1 + /L) ( )

The numerically determined relaxation times are presented in Fig. 4.

B. Equilibrium elongation in constant field

We can further compare its equilibrium configurations against
relations given below. Figure 5 shows the comparison between the cal-
culated equilibrium shapes of the droplets in a given magnetic field
with the theoretical relation from Refs. 5 and 12,
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FIG. 4. Characteristic relaxation dimensionless time t of an elongated droplet
depending on the droplet/fluid viscosity ratio 4. The points are the numerical results
that closely follow theoretical curve (24).
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(25)

where e = /1 — b?/a? represents the eccentricity of the ellipsoid
with b, a being its short and long semi-axes, respectively, and N is the
demagnetizing factor that for prolate ellipsoids reads

N:4n(1_62) (log1+e*23)- (26)

2¢3 1—e

Equilibrium relation (25) is derived for an axisymmetric ellipsoi-
dal droplet, an approximation that holds until the axial ratio of about
7.° This limit is also evidenced in Fig. 5 where the numerical result
deviates at large droplet elongation, an effect explained by the droplet
developing sharper tips than a fitted ellipsoid would have at the

® field increasing °
5 ® field decreasing

—— theoretical

2 4 6 8 10
Axis ratio a/b

FIG. 5. Evolution of droplet through the hysteresis region. The blue (red) points and
arrows indicate the calculated hysteresis trajectory with the increase (decrease) in
the magnetic field once the droplet has equilibrated. The simulation used =30
and A = 7.6.
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corresponding elongation and, thus, no longer yielding to the ellipsoi-
dal approximation.

As the simulation approaches equilibrium, the collocation points
are moved by progressively smaller displacements. To calculate the
t — oo behavior of the elongated axis ratio, the equilibrated points
shown in Fig, 5 are obtained by using the Shanks transformation."’

There is a qualitative change in the equilibrium curve (25) that
occurs with the increase in permeability p values. At u = 21, the equi-
librium curve becomes multivalued with respect to the magnetic field,”
indicating an instability onset (Fig. 5). If in this particular case with
=130, Bm is increased past the critical value, Bm. ~ 3.68, the elonga-
tion of the droplet no longer lies on the equilibrium curve, thus ren-
dering it unstable. To reach a stable configuration, the droplet has to
elongate until the equilibrium curve is reached on the right region of
Fig. 5. Once the droplet has reached this new stable configuration, the
field can be lowered below the critical value; however, the droplet will
not “jump” back (contract) to its previously stable configuration, but
rather slowly trace the equilibrium curve. This phenomenon is called
hysteresis, whereby the system reverts to a state other than its original,
when external perturbations have returned to their initial values.

With the decrease in fields, the droplet would trace the curve
until a second critical field value of around Bm = 3.32 (for y=30) is
reached. With even lower fields, the droplet would once again sud-
denly jump back (contract). Figure 5 shows the hysteresis path calcu-
lated by the algorithm. In these simulations, node addition was
disabled since accurate description of such highly elongated droplets
would require prohibitively many points. However, all other mesh
maintenance techniques were still employed. Therefore, the results
should be interpreted only qualitatively. An example of intermediate
droplet shapes during the stretching phase can be observed in Fig. 8,
where the droplet undergoes this jump as well.

C. Elongation of quasi-stable droplets
1. Elongation bottleneck

The closer the field is over the critical value, the longer the drop-
let will spend in this quasi-stable state, before “jumping” over to a truly
stable configuration, indicating a time bottleneck region. The dynam-
ics of this jump instability are governed by a hyperbolic equation
shown by Ref. 14 for small ¢

a a t
Z— (E)C—Srtan;, (27)

where a/b is the semi-axial length ratio; here, 7 is the characteristic
time spent in the bottleneck region before the jump, f represents time,
S is a numerical constant, and the subscript ¢ indicates critical value,
i.e., the one at the extremum of the equilibrium curve (25).

Examples of multiple droplet trajectories at different fields
h = H/H, — 1 are shown in Fig. 6, with the corresponding tangential
fits (27) of T and S overlayed. The trajectories were obtained by putting
an ellipsoidal droplet (1 = 30, A = 7.6) elongated to the correspond-
ing critical (pre-hysteresis jump) axis ratio of a/b = 2.21 and letting it
evolve in various field strengths. It can be observed that the initial slow
dynamics, indicating that the bottleneck region is followed by a rather
quick stretching—the jump—afterward finally saturating into a new
equilibrium position.
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FIG. 6. Elongations of the droplet while “jumping over” the hysteresis region at vari-
ous external field h values, with an overlaid tangential fits, according to (27). The
initially accelerated dynamics saturate as the droplet reaches its new equilibrium.
Simulated using u = 30, 1 = 7.6.

Figure 7 shows the numerically determined bottleneck behavior
of the droplet close to the critical field parameter Bm, before jumping
over the unstable region to a stable configuration. The time spent in
the bottleneck is expected to follow T ~ \/iﬁ, where h = Hﬂ -1

= /2% —1, or logt ~ —0.5logh in logarithmic terms,"* which as

shown in Fig. 7 is in good agreement with the value of k = —0.534
determined from numerical simulation.

2. Virial theorem approach

Analysis of this dynamics allows one to probe the applicability of
another theoretical magnetic fluid droplet description, which is based
on the Rayleigh dissipation function”"** and the virial theorem."'” In
the bottleneck region, the sum of its surface and magnetic energies has
stationary point of inflection with respect to its eccentricity
0.E = 0%E =0." This allows for an approximation of bottleneck
dynamics around the critical point in terms of unspecified constants:"*

-45 -40 -35 -3.0 -25 -20 -15 -1.0
logh

FIG. 7. Characteristic time t spent in the bottleneck region before a hysteresis
jump with different magnetic fields that stretch the droplet. h = Hﬁ — 1. The points

are obtained from numerical simulations, and the line is the linear fit with a slope of
k = —0.534, closely following the theoretical slope of —0.5."
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Dé = Ah + B(e — e.)’, (28)
with the constants taken at e=e.and H= H.:

5 O’E 10°E
D=—nRofle), A=Hegrm, B=354
where 1 is the droplet viscosity and f{e) is an unknown function of the
droplet shape, to be determined from an interplay of the Rayleigh dis-
sipation function and the virial theorem. Furthermore, taking into
account boundary conditions leads to the explicit expressions for the
constants, as shown in Appendix D:

(29)

1+e
6ec+(ef—3)log{ —l—e}

1—e

n
D=—""° _ A=—Bm ,
‘ 2¢t

9(1 —e2)!/?’ 3

 1PE(1-¢)
208 e

Fitting (27) to numerical data of the bottleneck region dynamics
gives the value of the constant S = A/(2D)(H?/H? — 1), afterwards
allowing to extract the A/2D ratio from the S vs H” linear fit.
Furthermore, fitting © = 79/v/h'* to the characteristic times spent in
the bottleneck region 7 (Fig. 7) gives the estimate for the capillary time
Tog = \/A_B / D.

A comparison of determined calculated constant values is shown
in Table I.

V. SIMULATIONS
A. Constant field

A spherical magnetic droplet subjected to a constant homoge-
neous magnetic field elongates at a certain rate until it reaches an equi-
librium point where the surface tension balances the magnetic forces
and possibly even develops sharp conical tips similar to what has been
predicted”’ and observed” before, as shown by simulation results in
Fig. 8. The simulation shown in Fig. 8 was manually stopped at
t=80.96 before it had reached the equilibrium value due to slow itera-
tion steps. Each time step (At = 0.006 and decreasing with more
nodes added) was taking up around 5 min with 2466 nodes.

Figure 9 shows qualitatively distinct behavior for different values
of magnetic permeability s. The range of 4 is chosen so that it contains
the critical value of yu ~ 21 at which the hysteresis phenomenon starts
manifesting itself.” At larger u values during the stretching of the
droplet, it may develop conical tips, an effect not observed at lower
u values.”

Such conical tip development has been captured previously in
axi-symmetric simulations.”*

It is possible to capture the rate of droplet elongation using
this algorithm. Figure 10 shows experimentally the elongation
of a magnetic droplet with a stepwise increasing magnetic field.

TABLE 1. Comparison of determined constant values with various approaches.
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= 30, 2 = 10. Conical tip development can be observed as well as node addition in regions of the high surface

curvature. Simulation was stopped at t = 80.96 before reaching the equilibrium value due to prohibitively many points near the tips of the droplets.

The characteristics of the droplet were determined by an elongation—
relaxation measurement of the droplet as described in Ref. 35 and are
stated in Fig. 10. By varying the droplet parameters within the margins
of error, we were able to calculate rates of elongation significantly
faster and slower than the ones observed experimentally. Therefore, by
finding the elongation rate that best fits the observation, it should be
possible to notably increase the precision in the measurements of
droplet parameters. This is something not easily done for microscopic
droplets.

-0.6 -0.4 -0.2 0.0 0.2 0.4 0.6
X

FIG. 9. Outlines of droplets that are being elongated at various p values in a con-
stant magnetic field, obtained by projecting the full 3D simulation in a plane. All
droplets are being elongated in a field that corresponds to an equilibrium axis ratio
of a/b = 13, the graph shows a snapshot when their tips reached z=3. It is
observed that at larger u values, the droplets develop sharper tips even when the
equilibrium shape has not yet been reached. The axes have been rescaled to
emphasize differences between the outlines.

It is, however, worth mentioning that the calculations are signifi-
cantly time consuming with a full simulation of a medium deformation
droplet (N ~ 1000) taking up around a week in real world time with a
modern desktop computer. There are three parameters that should be
honed in on (the viscosity ratio /, surface tension coefficient y, and the rel-
ative magnetic permeability 1), which makes using this method for deter-
mining them a bit unwieldy at present. It could perhaps be mitigated by
observing only small deformations of the droplet where the simulations
could be run with a relatively small number (=2650) of collocation points.
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0.234 mT
a
b 501
0.187 mT
1.519 /I-’.—
0.117 mT ﬁ/
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FIG. 10. Semi-axis ratio time evolution of a magnet|c droplet. Black curve—experiment
with 1 =34+ 1.5, 9 = (8.2+0.4) x 107"J/m?, 2 =10.1 =2.5) in anexternal
field. The blue and green curves are obtained numerlcally with (=34,
p=77x1077J/m? . =76) and (u=34, y=8.2x10""J/m?, /1_76)
respectively. The magnetic field at first is 0 and is increased at the dotted lines.
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B. Rotating field
1. Phase plot of different field strengths and frequencies

It has been experimentally observed that magnetic droplets form
various qualitatively different shapes in a rotating magnetic field depend-
ing on the field frequency and the field strength (Fig. 4 in Ref. 46). To
explore it numerically, we simulated initially spherical droplets that were
subjected to various magnetic field strengths and rotation frequencies
(characterized by Bm and o, respectively) that we show in a phase dia-
gram (Fig. 11). The simulation parameters were 2 = 100 and = 10.

We fitted a tri-axial ellipsoid to the points that describe the drop-
let’s surface to show how the semi-axes evolve over time. It was found
that such a fit well described the droplets when the elongation was not
too large. For the droplets inside the red outline in Fig. 11, the fit did
not accurately capture the shape of the tips, that started to form more
of an “S” shape as the viscous forces drag them behind (Fig. 12). For
low @ and Bm, the droplets can be described as a tri-axial ellipsoid.

w = 0.05 w=0.1

w=0.5

ARTICLE scitation.org/journal/phf

The shape become more oblate as @ increases at @ = 1; the shape is
already nearly identical to the case when w = oo, which is completely
axisymmetric.

Similarly to the experimental results,” we also obtained that for
low enough @ and high enough Bm, the droplets elongate. However,
experimentally it was also observed that the field rotation suppresses
the elongation and droplets remained spherical. As can be seen by our
simulations, that is not the case. The droplets take up a quasi-oblate
shapes, which observed from the field rotation direction would appear
nearly indistinguishable from a spherical droplet.

A small deformation theory based on a phenomenological anisot-
ropy tensor formalism was recently developed to describe the motion
of magnetic droplets in a rotating field valid up to O(Bm)."” There it is
shown that the droplet can be described by an ellipsoid with semi-axes
a > b > c and an angle f§ between the droplet’s largest axis and the
magnetic field, such that f < 0 if the droplet is trailing the field. The
droplet’s shape evolution is governed by
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FIG. 11. Phase diagram of droplet semi-axes evolution in dimensionless time ¢ in a rotating magnetic field of different dimensionless frequencies  and magnetic Bond num-
bers Bm. The length of the longest semi-axis is shown in red, middle semi-axis in green, and the shortest in blue color. The region encircled by the red line shows the region
of the phase space where the droplets are elongated; in the rest of the phase space, they are flattened. w;/w is the ratio of the average surface angular velocity over the mag-
netic field angular velocity on the last simulation step (ws = (|r, x | /rg), r, is the radius vector projection in the rotation plane). ws/w ~ 1 indicates that the droplet
rotates similar to a rigid body, whereas s/ < 1 indicates that the droplet seems to rotate following the field, but this apparent rotation is mostly caused by a surface defor-

mation. The droplet parameters are 2 =100, = 10.
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FIG. 12. (a) shows the evolution of a magnetic droplet in a counterclockwise rotat-
ing magnetic field. The simulation parameters are such that the droplet elongates
instead of remaining flattened: Bm =25, u =30, 2=100, @ = 0.1. The mesh is
overlaid over a best-fit ellipsoid colored in red. The black arrows indicate the
momentary magnetic field direction. (b) shows a zoom of part of the droplet at
t=155 to illustrate the discrepancies between the droplet shape and the best-fit
ellipsoid. Notably the tips start deforming in an “S” shape due to the viscous drag.
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where ¢; = (a — b)/b, €2 = (b — ¢)/b together with the incompressi-
bility condition abc =1 fully determine the semi-axes, 7 is the dimen-
sionless small deformation relaxation time (24), and w is the
dimensionless magnetic field rotation angular frequency and

6:937}1(/1—1)2

32n (ur 27 ey

For small Bm, the BEM simulations follow closely to the shape pre-
dicted by (30) (Fig. 13). The simulations were also used to determine
the limits of the small deformation theory."”

How do the droplets change their orientation in the rotating
field? They can rotate or the change in orientation can arise due to sur-
face deformations. To determine which of these effects is dominant,
we compare the angular velocity of the magnetic field o with the aver-
age surface angular velocity

[r, X v
o, = <"—2 : (32)
Tp

where the averaging is done over all the nodes and 7, is the radius vec-
tor to a given node projected to the rotation plane.

In the region, where @ is small and Bm large (denoted by the red
outline in Fig. 11), the droplets elongate and rotate in the direction of
the field more or less like a rigid body (w;/w ~ 1), albeit still deform-
ing. When the Bm is small or o large, the droplets take up a flattened
shape, which still has one axis larger than the other. The flattened
drops also seem to rotate in the direction of the field, but this apparent
rotation is caused by surface deformations, which can be seen by the
fact that the surface of the droplet almost does not rotate (w;/w < 1).

In the phase space outside the region where droplets become
elongated, their axes undergo oscillations with roughly twice the mag-
netic field frequency as they settle into equilibrium values, these oscil-
lations get smaller in magnitude as « increases. These results agree
with the O(Bm) small deformation theoryf’- where it was shown that
close to the equilibrium shape, the lengths of the droplet axes oscillate
with 2@ and the droplet surface angular velocity scales as O(Bm?).
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FIG. 13. The evolution of an initially spherical droplet's shape in a rotating magnetic field. The points are the simulation results (every 100th time step is shown for clarity), and
the black lines are from Eq. (30). The simulation parameters are 2 =100, =10, Bm=1, and w = 0.05. (a) shows the evolution of the droplet semi-axes, and (b) shows
the angle 5 between the droplet’s largest axis and the magnetic field. Negative 5 means that the droplet is trailing the field.
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FIG. 14. Example of observed back-and-forth motion of an initially elongated drop-
let in moderately fast rotating fields of different frequencies . The lines indicate
the angle between longest axis of the droplet and the stationary z axis. Simulations
used =30, 1 =1.
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2. Back-and-forth motion

Another approach investigated in a rotating field was a droplet, ini-
tially extended in a constant field and stretched to an axis ratio of about
7, was put in a rotating field at various frequencies. Highly elongated
droplets tend to contract at the same time as undergoing the back-and-
forth motion. At low frequencies, the droplet just follows the external
field. At higher frequencies, a back-and-forth motion was observed as
shown in Fig. 14, similarly, as is the case with a solid elongated paramag-
netic particle,"’ magnetotactic bacteria,"” and self-propelling magnetic
particles with a permanent magnetic moment.”’ In these simulations,
node addition was disabled since accurate description of such highly
elongated droplets would require prohibitively many points, other mesh
maintenance techniques were still employed. Therefore, the results
should be interpreted only qualitatively.

C. Field threshold for starfish stability

The algorithm allows to investigate the onset of the starfish insta-
bility shown in Fig. 15, known to occur at strong enough rotating and
fast enough magnetic fields, whereby the oblate droplet develops

FIG. 15. Example of the starfish instability using Bm = 35, = 10, @ = 10, A = 7.6 and the node addition cutoff criteria of 0.4.
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FIG. 16. Example of various starfish mode competition using Bm = 30, u = 10, w = 10, 2 = 7.6 and the node addition cutoff criteria of 0.4. At first, six tips seem to be

forming, but at a later time, only four remain.

finger-like structures on its perimeter.” We have observed competition
between these modes (configurations of different number of “fingers”),
as shown in Fig. 16 where the initially manifested mode of n=6 is
subsequently overtaken by the mode n = 4. In both of these cases, the
droplet developed these fingers spontaneously from some asymmetries
in the droplet mesh.

To investigate carefully the evolution and competition of differ-
ent modes, we start with a axially symmetric oblate ellipsoid, obtained
from a minimal energy configuration in an infinitely fast rotating
field.”* Then, a small initial sinusoidal perturbation of a specific mode
n (representing the number of starfish fingers) is added along its
perimeter in the plane of the rotating field r(6) = ¢ cos (w,0) with
& = 0.01R,. The perturbed droplet is then allowed to evolve in an
period-averaged high frequency field (the governing equations for the
averaged field are described in Ref. 35) of varying strengths.

One goal aim of such an analysis would be to determine the criti-
cal magnetic field value at which the oblate-prolate transition occurs,
shown in Fig. 17, as indicated by the onset of the n =2 mode. Finally,
analysis of Fourier amplitudes of the droplet’s perimeter yields the
dynamics of the mode amplitude as shown in Fig. 18, assuming expo-
nential growth of nth mode near equilibrium A, (t) = C,ef* with f,
being the logarithmic increment to be determined.

It is observed that the f8,’s tend to increase with the increase in
magnetic field strengths, shown in Fig. 19, allowing to determine the
critical field of the oblate—prolate droplet transition as evidenced by f3,
becoming positive. The critical field determined this way coincides
nicely with the field predicted by numerically minimizing the energy

of an presumably ellipsoidal droplet”” as shown in Fig. 17. This
energy minimization procedure and experimental observations’ also
anticipate the droplet becoming oblate again at large enough magnetic
fields Bm = 70. This reentrant transition is qualitatively observed in
the short perturbed simulations with f, becoming negative at larger
field strengths Bm = 50 as shown in Fig. 20. The discrepancy of the
predicted field of the prolate-oblate transition may be explained by

0.8 1
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0.4+

0.2+

0.0 T T T T T r T r
0 10 20 30 40 50 60 70 80

Bm

FIG. 17. The vertical line on the left indicates the critical field determined by analy-
sis of the logarithmic increment f3,, it coincides very well with the value determined
via droplet energy minimization. The region on the right represents the droplet
becoming oblate again.
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FIG. 18. Rates of growth f3,, of various finger modes at different magnetic fields
Bm. Competition of modes can be observed as the logarithmic increment S
approach one another at larger magnetic fields.

the fact that we started from an oblate shape and observed how the
perturbations would grow or decay. However, to accurately capture
the prolate-oblate transition, we would have to start from the prolate
shape and observe its change.

VI. CONCLUSIONS AND DISCUSSION

The elaboration of the numerical algorithm for 3D dynamics of
magnetic droplet shapes allows to validate different relations describ-
ing their behavior and may be used for comparison with experimental
data, for example, as seen in Fig. 10, thus providing information about
the physical properties of the concentrated phase of magnetic colloids.
These colloids may possess very interesting properties due to their
highly magnetic nature—such as field dependent surface tension or
dependence of rheological properties on the magnetic field.

The developed algorithm has been compared with some theoreti-
cal solutions where available—equilibrium curves for droplet deforma-
tion in constant magnetic fields for various relative magnetic
permeability p values, the exponential decay of small elongations
under surface tension, the dynamical behavior around hysteresis bot-
tleneck instability regions, as well as droplet dynamics in various rotat-
ing field configurations and the critical fields for oblate-prolate
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FIG. 19. The critical field above which a mode can start growing increases with
mode number n. This does not mean, however, that the particular mode will be
observed as others might be growing faster.
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FIG. 20. The logarithmic increment of the starfish mode n= 2 becomes positive in
a certain field strength region, indicating a transition to a prolate shape, which can
be reversed at large fields, when the droplet becomes oblate again—this reentrant
transition was predicted and observed in Ref. 7.

transition. These comparisons allow to test the limits of various theo-
retical approximations widely used in description of magnetic fluid
droplets, most notably the assumption of the ellipsoidal shape.”'*”!

The agreement of numerical results and theoretical considerations
also extends the limits of applicability of the simple magnetic fluid model
description of these droplets, which admittedly are a new kind of soft
magnetic matter with a priori nontrivial mathematical representation.

It has also been shown to be applicable in prediction of full 3D drop-
let dynamics with arbitrary droplet—fluid viscosity ratios in uniform fields,
both static and rotating up to moderately large droplet deformations. This
is an important achievement, as experimentally magnetic fluid droplets
are often not axisymmetric and can reach viscosity ratios of 4 = 100.
Our algorithm also allows for probing droplet dynamics at rotating mag-
netic fields of rotation periods that are comparable in magnitude to the
droplet relaxation time (24), where the fast-rotating field averaging
approximation does not hold, which has not been previously possible.

The algorithm can capture characteristic behavior of droplets in
rotating magnetic fields, namely, following the external field at low fre-
quencies and exhibiting a back-and-forth motion at moderately fast fields,
similarly to a magnetic solid rods, as well as the droplet undergoing the
oblate—prolate—oblate transition at rotating fields of increasing strength.

At present, the algorithm is limited in its ability to simulate large
deformations of the droplet. It also is unable to simulate a symmetrical
appearance of the starfish instability modes without an artificial per-
turbation of the droplet’s shape. To reduce the simulation times, the
option of node removal in regions of small surface curvature could be
implemented, as has been demonstrated previously.”” The current
implementation also relies on assumptions of uniform surface tension
and linear magnetization of the droplet. Moreover, the present algo-
rithm cannot handle topological changes of droplets like coalescence
or breakup, as well as multiple drops interacting. It is, however, possi-
ble to extend the BEM algorithm to these cases.”

Important contribution of the present work is the numerical con-
firmation of the main aspects of the magnetic droplets behavior in
static and rotating fields that opens the possibility of study of droplet
dynamics in highly non-equilibrium situations not accessible at pre-
sent by theoretical description. Among the problems to be studied by
the developed tools, we should mention droplet dynamics in the
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intermediate range of frequencies, droplet breakup, and ensembles of
interacting magnetic droplets.”
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APPENDIX A: WIELANDT’'S DEFLATION

After straightforward algebraic operations with the regularized
integrals in Sec. IT D, we get that the equation for velocity reads

8m
3n(mi(x) + ni()’))’irj”j(x)> dS,

r[? v

u(y) = LJ.S(n"f(x)nk(y) + rini(y)m(x) + (1 = mi(x)ni(y)) 7

+ é LfM (x)n;(x)Gir(x, y)dSy

1-1
87

L[”"(") — ) Ty ) (@S, + 62(p). (A1)

To perform Wielandt’s deflation, instead of solving for , we intro-
duce an auxiliary field w similarly as Ref. 21, which is obtained from the
integral equation that does not have the unwanted eigensolutions,

wi(y) = %L(rini(x)”k(y) + rini(y)ni(x) + (1 — ni(x)ni(y))ri
3n(milx) + ni(y))rmﬂj(x)) a8y
v’ v’
+éLfM(’C)”i(")Gik("w")ds"
e R e
940 = [ eyas, | + o 0), (42)

where S is the surface area of the droplet and w' is the projection of
w on the motion of a rigid body obtained as™

scitation.org/journal/phf

W) =V+Qx(y—y,), (A3)

where y_ is the center of mass of the droplet and V and Q are its
translational and rotational velocities,

1

y, = ngde, (A4)

V= EJ w(x)dS:m (A5)
SJs

Q=M J (% x w(x))dSs, (A6)
S

M = J (XkXk0j — Xi%;) dSs, (A7)

S

wherex = x —y..
Finally the velocity is recovered by

W) =wly) ———w(y). (A8)

APPENDIX B: NORMAL FIELD CALCULATION WITHOUT
THE TANGENTIAL COMPONENTS

Adjusting the approach seen in Ref. 34, we find an integral
equation for the normal differences on the droplet surface

[H, ()] (ﬁ - L(y))

= () - | U]~ L )Dn0) -V, s (B)

where we remember that ¥ = y — x and where [H,(y)] = HY (y)
_ g
H,’(y), and we have

_ I

H© = .
Lt B =

n

(B2)

The function L(y) is determined uniquely by the droplet shape
L(y)= n), L{ {n(x) -V (%)} [n(y) —n(x)] +w n(x)} ds,.

T r
(B3)

APPENDIX C: MACGNETIC FIELD TANGENTIAL
COMPONENT

We start with an expression from Ref. 34 where we replace the

electric field E with its magnetic counterpart H

1 1
HO) = Holy) = | [0V, 385, 5 [H, )y, (€D
s Tr 2
To get the tangential component, we take a cross product with
n(y):

nly) X Huly) = n(y) % Holy) + - [ 1m0 x 1) 3

r3’
(C2)
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where we remember that ¥ = y — x, also we note that only the tan-
gential component of the field contributes to the cross product.

The integral, however, is strongly singular: as x — y, the inte-
grand scales as O(1/r%).

Regularizing the equation by multiplying [H,(y)] with the
identity

J "(")X’dsx:J v x <L)dvzj v (vl )av=o
s Amr? v 4nr3 v 4nr

(C3)

and subtracting it from (C2), we obtain
1

- H —

n(y) x Holy) +

x Ld% ([[H,(®)In(y) — [Ha(p)n(x)] x 7).
(C4)

n(y) x Hi(y)

This integrand scales as O(1/r) as x — y and can now be calculated
using, for example, local polar coordinates centered at y for the sin-
gular elements.

The norm of the left hand side of (C4) simplifies to
|n(y)||H¢(y)| sin (n/2) = , as the normal is unit length, and it
makes a right angle with the tangentlal component of the magnetic
field. Therefore, we can calculate the magnitude of the tangential
magnetic field. This approach avoids the more numerically unstable
method of numerical differentiation of the magnetic potential Y on
the droplet surface.

APPENDIX D: THE VIRIAL THEOREM APPROACH

The droplet dynamics around this “hysteresis jump” region
can be considered on the basis of the Rayleigh dissipation function
R when the energy of the droplet reads dE/dt = —2R and R is
expressed as a quadratic function of the generalized velocity of the
system—in this case, de/dt or d(a/b)/dt:

De?
R=—. D1
3 (D1)
Combining the above relations in an Euler-Lagrange equation gives
OE
— = —De. D2
Oe ¢ (D2)
Near the threshold of the instability 9,E = §%E = 0, we have
OE _10°E ) OE H-H.
c He -—— ; D3
9e =200 %) T Gom T, (b3)
or in terms of the constants A, B, D
Dé = Ah + B(e — e.)*. (D4)

Since the viscosity of the magnetic droplet is much larger than
the viscosity of surrounding liquid, it can be neglected. Then, the
condition of the force balance on the surface of the droplet reads

, 1
—p+ol, = y<Rl +R2) +“° (D5)
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where ¢" is the viscous stress tensor and M is the magnetization,
and the equation of motion of the magnetic fluid assuming its ellip-
soidal shape reads

—0ip + Opa’, = 0. (D6)
After multiplying (D6) by x; and integrating over the volume
of the droplet and using boundary condition (D5) gives the virial
coefficients
Vik = 5,']( deV — Jyxkni \' ﬁdS—F Jank%Mﬁds - ‘ O'Ivde =0.
(D7)

Using [xn; V-7 dS = — [(y — nini) dS among other rela-
tions,'” it can show that Vi3 — % (Vu + V) = 0 may be expressed
as

v 1 U U
- J {‘733 3 (o)) + Gzz)} av

o [152) (0= 21y (126) 2

(3 —4e?)arcsine (3 —2¢2)(1 — ¢2)'/?

3 2
+ s £ =0, (D8)
2(1 —e2)V/°

+2myR;

with Bm here being 2= "R rather than the usual 12X,
Remembering that droplet energy is expressed as

1 yzH* R 27yR2 i
E—__ X R0y YRy arcs1ne+(1 762)1/2 7
21+ yN/4m 3 (1 - ¢2)'/° e

(D9)

where y is the magnetic susceptibility and N is the demagnetization
coefficient, and a little algebra, we can identify the second term in
(D8) to be equal to
OE 3(1 — &%)
T 0e 2

Moreover, in terms of Lagrangian displacement &3 = Ls3x3,
the first term in (D8) can be expressed as

(D10)

—35Ls; 4?”1{3. (D11)
Finally, taking into account the relation’”
[ 2 (D12)
3(1—¢?)
we obtain
2
4mnR3e + ZE <(12;ee2)> =0. (D13)

Expressing this equation and the droplet energy in terms of
an experimentally more convenient parameter—the axis ratio
a/b=1/v/1—¢* (droplet energy further denoted by E and
axis ratio by e) allows one to identify the capillary relaxation time
7. = Ry /7 in the dynamical equation
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d 19(1—¢)'"? 9E
a(a :__&_. (D14)
dt \b T, 8e Oe

Evaluation of the expansion of % at either e, or H, allows to
obtain expressions for the constants A or B accordingly. The con-
stant D can be easily identified after integration of (D14) and repro-

ducing (27) for small #:

ay _(ay _ A t(H |
b b). 2Dt \H?

The constants obtained in this manner yield (Sec. IV C2)

(D15)

1+e.
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C EXTENDED SUMMARIES IN FRENCH AND LATVIAN

C Extended summaries in French and Latvian

Extended summaries of the thesis are provided hereafter in French and Latvian.
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Résumé en francais

1 Introduction

Les fluides magnétiques sont des colloides stables constitués d’une dispersion de nano-
particules magnétiques solides dans un fluide porteur. La petite taille des nanoparticules
(d ~ 10 nm) garantit que chaque particule posseéde un seul domaine magnétique. Le
fluide magnétique, également appelé ferrofluide, présente des propriétés superparamagné-
tiques. Le fluide est fortement aimanté lorsque les moments magnétiques des nanopar-
ticules s’alignent dans un champ magnétique externe. Cependant, lorsque le champ est
supprimé, les fluctuations thermiques désorientent les moments magnétiques des nano-
particules et 'aimantation du ferrofluide revient a zéro [1].

Il est possible de créer des gouttes magnétiques en émulsionnant le ferrofluide dans
un fluide non miscible ou, ce qui nous interesse ici, en induisant une séparation de phase
dans un ferrofluide [2]. Cette derniére méthode crée des gouttes avec une perméabilité
magnétique exceptionnellement élevée (u/py ~ 40) et un faible coefficient de tension
superficielle (y ~ 107% N/m), ce qui permet d’observer des phénoménes intéressants des
de faibles champs magnétiques. Les gouttes magnétiques se déforment facilement sous
champ magnétique. Elles s’allongent dans la direction d’un champ magnétique appliqué
jusqu’a ce que les forces magnétiques soient équilibrées par les forces de tension de surface

(figure 1.1).

FIGURE 1.1 — Gouttes créées par une séparation de phases. La phase concentrée forme
des gouttes magnétiques vues sur la photo comme des disques plus sombres de différents
diametres entourés d’'une phase diluée (a gauche). Les gouttes s’allongent dans la direction
du champ appliqué (& droite). Le champ de vision est de 132 pm x 100 um.

Le comportement de la goutte magnétique dans un champ constant est assez bien



compris. L’allongement a 1’équilibre peut étre calculé analytiquement en supposant une
forme sphéroidale [3, 4, 5]. L’approximation sphéroidale peut étre utilisée pour calculer la
dynamique de I'allongement des gouttes [6, 7]. Pour une aimantation linéaire, 1’élongation

a P'équilibre est décrite par 'équation [3, 4]

2 (3—4e?) arcsine
o H2 Ry 1 (3 —2¢e% — e )
9 B 7R + Ny 2)2/3 (_6 | 3=, L+e)’ (1.1)
g o (1—e2)?3 (=5 + 5 In %)

ou pg est la perméabilité magnétique du vide, H,, est l'intensité du champ magnétique
appliqué, Ry est le rayon de la goutte non déformée, v est le coefficient de tension su-
perficielle, 1 est la perméabilité magnétique de la goutte, e est I'excentricité de la goutte

et
1—e? 1+e
—2 | 1.2
2e? ( €+n1—e)’ (1.2)

est le facteur de démagnétisation. L’équation (1.1) peut étre utilisée pour déterminer les

Ny =

parametres de la goutte tels que sa perméabilité magnétique et son coefficient de tension
superficielle.

Dans un champ tournant, le mouvement des gouttes magnétiques devient plus com-
plexe. Si la fréquence de rotation est lente, la goutte s’allonge et tourne lentement en
suivant le champ. Une scission des gouttes peut se produire en raison de la friction vis-
queuse [8]. Lorsque la fréquence de rotation du champ est élevée, la goutte peut subir une
série d’instabilités de forme. Tout d’abord, lorsque le champ est faible, la goutte prend
une forme sphéroidale oblate - aplatie dans le plan du champ tournant. Ensuite, lorsque
I'intensité du champ dépasse une valeur seuil, la goutte subit une rupture de symétrie
spontanée et s’allonge dans le plan du champ tournant. Enfin, en augmentant encore
I'intensité du champ, au-dela d’un autre seuil critique, la goutte reprend une forme quasi-
oblate, qui est fortement aplatie dans le plan du champ tournant, et une couronne de
pics apparait sur son périmetre : [9]. Cette transition de forme oblate-prolate-oblate a
été décrite théoriquement en assimilant la goutte a un sphéroide [9]. Cette description
a ensuite été généralisée au cas d’un ellipsoide a trois axes [10]. Récemment, les formes
d’équilibre dans un champ en rotation rapide ont été obtenues numériquement par la
méthode des éléments de frontiere (BEM) [11]. Les auteurs de la simulation dans [11]
ont supposé que les viscosités de la goutte et du milieu environnant étaient égales, ce qui
simplifie considérablement le calcul, mais ne permet pas de modéliser la dynamique des

gouttes. Actuellement, la dynamique des gouttes magnétiques dans les champs tournants
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reste largement inexplorée, méme si en fonction de 'intensité et de la fréquence du champ
tournant, des formes intéressantes sont attendues [12].

Ceci motive 'objectif de ce travail : Explorer la dynamique des gouttes magné-
tiques dans un champ magnétique tournant en fonction du temps. Les taches

suivantes étant a effectuer pour atteindre 'objectif :

1. En utilisant le modeéle du fluide magnétique, développer une description analytique
de la dynamique des gouttes individuelles dans des cas simples, tels que les champs
faibles et les petites déformations, en tenant compte des différentes viscosités a

I'intérieur et a 'extérieur de la goutte.

2. En utilisant le modele du fluide magnétique, développer un logiciel de simulation
pour calculer la dynamique des gouttes dans des situations ou les descriptions

analytiques ne fonctionnent plus.

3. A Taide du logiciel de simulation, caractériser le mouvement des gouttes magné-

tiques dans les champs tournants.

4. Effectuez des mesures expérimentales sur des gouttes magnétiques microscopiques
obtenues par séparation de phases et évaluez dans quelle mesure le modele de fluide

magnétique décrit bien leur dynamique.
5. Observer expérimentalement la dynamique collective d’ensembles de gouttes.

6. Développer des modeles qui décrivent la dynamique collective des ensembles de

gouttes.

Ce résumé est divisé en plusieurs sections. La section 2 présente le modele du fluide
magnétique tel qu’il est utilisé dans la description théorique de la goutte. La section 3
montre la solution analytique du modele dans la limite des petites déformations a champ
faible. Elle montre également une comparaison avec I’expérience utilisant les gouttes ma-
gnétiques obtenues par séparation de phase. La section 4 décrit la simulation basée sur
la méthode des éléments de frontiere, qui a été utilisée pour calculer la dynamique des
gouttes magnétiques avec des déformations importantes. La section 5 traite de l'observa-
tion expérimentale d’ensembles de gouttes dans un champ tournant et de leur modélisation
a l'aide d’approximations simples. Enfin, 6 est une section de conclusion qui résume les

principaux résultats de ce travail.
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2 Formulation du modele

Les gouttes magnétiques issues d’une séparation de phase constituent un matériau
unique, dont les propriétés ne sont pas encore suffisamment comprises. A l'intérieur des
gouttes, la concentration de nanoparticules magnétiques est trés importante (leur frac-
tion volumique est d’environ ¢g.., ~ 30% [13]). Cela pourrait signifier que des amas de
nanoparticules pourraient se former a l'intérieur des gouttes, ce qui pourrait influencer
leurs propriétés magnétiques et rhéologiques. De plus, les gouttes sont en équilibre ther-
modynamique en ce qui concerne les nanoparticules magnétiques qui sortent et entrent du
corps de la goutte. Ce mouvement des nanoparticules se produit par le biais de la surface,
ce qui peut modifier sa taille de quelques ordres de grandeur dans les expériences. En
résumé, le systéme est compliqué, cependant, nous cherchons a trouver un modele rela-
tivement simple qui rende compte du comportement observé des gouttes dans un champ
tournant. Nous examinerons le modele d’un fluide magnétique simple [1], qui a fonctionné
dans le passé pour calculer les formes d’équilibre des gouttes dans un champ magnétique
a rotation rapide [11].

Nous considérons une goutte de fluide magnétique en suspension dans un fluide porteur
infini non magnétique (figure 2.1). La goutte magnétique (domaine intérieur, dont les
propriétés seront désignées par I'exposant (7)) possede la perméabilité magnétique p et la
viscosité 7). Le fluide environnant (domaine extérieur, dont les propriétés seront désignées
par 'exposant (e)) a une perméabilité magnétique égale a la perméabilité magnétique du
vide po et une viscosité 7. Une tension superficielle caractérisée par le coefficient de
tension superficielle v existe entre les deux domaines. Un champ magnétique tournant
H , est appliqué. La vitesse angulaire du champ est w. On considére une aimantation
linéaire M = xyH, ou x = u/puo — 1 est la susceptibilité magnétique. L’induction du
champ magnétique est alors B = puo(H + M) = uH.

L’écoulement est régi par les équations de Stokes [14] avec un terme de force magné-

tique [15] et la condition d’incompressibilité
—Vp+nAv+f=0, V-v=0, (2.1)

ou p est la pression et v est la vitesse du fluide, f; = 0,T;; = poM;0;H; est la force
magnétique du corps, et T;; = —puoH 25,~j /2 + H,;B; est le tenseur des contraintes de

Maxwell. Les conditions aux limites de "écoulement sont les suivantes. La vitesse a la
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FIGURE 2.1 — Croquis de la goutte magnétique de viscosité 7 et de perméabilité magné-
tique u en suspension dans un fluide infini de viscosité ¢ et de perméabilité magnétique
o- La tension superficielle agit sur la goutte avec le coefficient de tension superficielle 7.

surface de la goutte est continue
v® —v© = 0. (2.2)
La somme de toutes les forces sur la surface de la goutte est nulle dans la direction normale
n- (0 —o® . nt %M,&")Q — (ke + k) = 0, (2.3)
et également dans la direction tangentielle
t-(c®—6").n=0, (2.4)

ol mn est le vecteur normal extérieur de la goutte, ¢t est un vecteur tangentiel, M est 1a
composante normale de 'aimantation a l'intérieur de la goutte, (k; + k2) est la somme
des courbures principales, et 0;; = —pd;; + 1(0;v; + 0;v;) est le tenseur des contraintes
hydrodynamiques. Loin de la goutte, nous imposons que la pression et la vitesse prennent

les valeurs de 1’écoulement global imposé ps, et v (généralement fixé a zéro)

(e) |

p(6)|r—>oo = Poo; v r—oo — Uoo- (25)

Les forces magnétiques sont trouvées en résolvant d’abord le champ magnétique a

'aide des équations de la magnétostatique : [16]

VxH=0 V- -B=0. (2.6)



Elles sont satisfaites, si le potentiel magnétique H = V1 satisfait ’équation de Laplace
A = 0. (2.7)
Les conditions aux limites a la surface des gouttes sont les suivantes
pon - Vo — un - V@ =0 (2.8)
et

»© — ) =, (2.9)

Loin de la goutte, nous imposons que le champ soit égal au champ appliqué H .
V9|, oo = He. (2.10)

Trois parametres sans dimension apparaissent dans la solution du probleme.

4) . s
o \= ;777(—5), le rapport de viscosité,

o [, = %, la perméabilité magnétique relative,

Rofg", le nombre de Bond magnétique. Il est proportionnel a une force

e Bm =4mpug
magnétique caractéristique sur une force caractéristique due a la tension de surface.

Ry est le rayon d'une goutte non déformée.

3 Dynamique des petites déformations

Les solutions analytiques pour la dynamique des gouttes magnétiques ne sont possibles
que dans les cas les plus simples. L'un de ces cas est la limite ot la goutte est proche de la
sphere. La dynamique des petites déformations des gouttes dans un champ stationnaire
homogene (électrique ou magnétique) a été étudiée analytiquement. Il y a été montré
qu'une goutte se rapproche exponentiellement d’une forme d’équilibre ellipsoidale [17].
La dynamique des gouttes visqueuses non magnétiques dans des écoulements externes a
également été largement explorée théoriquement dans la limite des petites déformations
[18]. Une approche courante pour calculer le mouvement des gouttes ellipsoidales dans les
écoulements externes est celle de modeles phénoménologiques de 'évolution temporelle
d’un tenseur qui décrit la forme de la goutte [19]. La nature phénoménologique de ces

modeles nous permet de les modifier pour inclure différents phénomenes supplémentaires
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I’élongation : ¢ = 4= H.

la planéité : e = ==

FIGURE 3.1 — Les parametres décrivant la forme de la goutte dans un champ magnétique
tournant. Le parametre § est négatif lorsque le grand axe de la goutte suit le champ
magnétique tournant H .. Le champ tourne dans la direction w.

tels que, par exemple, les interactions magnétiques. Cependant, les modeles phénomé-
nologiques doivent étre testés en les comparant a une théorie plus fondamentale, a des
simulations ou a des expériences.

Dans la limite ou les forces magnétiques sont beaucoup plus faibles que les forces
capillaires (Bm < 1), la goutte peut étre décrite comme un ellipsoide avec les semi-axes
a > b > c. Alternativement, deux parametres de déformation non négatifs peuvent étre
utilisés pour décrire la forme de la goutte, I’élongation

a—>b
b

(3.1)

€1 —

et la planéité

b—rc
€0 = — (3.2)

qui, avec la condition d’incompressibilité abc = R3, peuvent étre utilisées pour retrouver
les demi-axes. Lorsque le mouvement se fait dans le plan du champ magnétique tournant,
I’axe le plus court c est aligné avec la direction de la vitesse angulaire du champ magnétique
et I'orientation de la goutte est déterminée par un seul angle 5 que son axe le plus long
fait avec le champ magnétique (Figure 3.1). L’angle /3 est choisi pour étre positif lorsque
le plus grand axe de la goutte est en avant du champ et négatif lorsqu’il est en arriere du
champ.

La résolution d’'une équation phénoménologique [20, 21] conduit & un systéme d’équa-
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tions pour les parametres de déformation

% _ _% (€1 — dcos(2B))
% — _% (e2 — dsin*(B)) (3:3)
g d cos(f) sin(p)

\ - W TEr

ou 7 et § sont des constantes phénoménologiques. En résolvant le probléeme hydrodyna-
mique complet formulé dans la section 2 asymptotiquement pour de petits Bm, et de
petits €1 et €5, nous obtenons le méme systéme d’équations (3.3) validant ainsi I’équation

phénoménologique. Nous obtenons que les constantes phénoménologiques sont

5— 9Bm (p, — 1)
321 (pr + 2)2’

et
__ Ron'® (3 4 2X)(16 + 19))
Ty 40(1+ )

(3.5)

En analysant le systéme d’équations (3.3), nous voyons que les points fixes pour le

systeme (3.3) sont
( )

€ = ———
! V1447202
0 1
et =— (1 ———— ), (3.6)
22 ( \/1—1—47'2w2)

1
g = ~3 arctan(27w) + nw

\

ou n est un entier. Ce sont des foyers stables pour tous les parametres du probleme. Jusqu’a
une certaine échelle, le comportement des gouttes dans la limite des petites déformations
est régi par un seul parametre T7w. Le parametre 7w est proportionnel au nombre capillaire,
qui est le rapport des forces visqueuses aux forces de tension superficielle [22]. Dans le
régime des petites déformations, les gouttes sont en pseudo-rotation suivant le champ
magnétique - leur axe le plus long suit le champ, imitant une rotation, cependant, les
champs de vitesse ne sont pas en rotation (figure 3.2).

Selon les équations (3.3), lorsqu’une goutte est dans un champ non rotatif, elle relaxe

jusqu’a 'allongement d’équilibre €] de maniere exponentielle

(6 — €F) oc e7/met, (3.7)
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FI1GURE 3.2 — [llustration du champ de vitesse autour de gouttes ayant atteint leur forme
d’équilibre dans un champ magnétique tournant de différentes fréquences, qui sont (a)
Tw = 0.1, (b) 7w =1 et (¢) Tw = 10. Le champ est tel que § = 0.3. La section transversale
a x = 0 est représentée. Les formes des gouttes et leur axe le plus long sont soulignés, et
I'amplitude de la vitesse, mise a 1'échelle par v/1(®), est représentée en couleur. Le tracé
est réalisé dans le cadre de référence du laboratoire, ot le champ magnétique tourne dans
le sens inverse des aiguilles d'une montre et pointe momentanément le long de 'axe z. Le
champ de vitesse est tel que la goutte se déforme de maniere a ce que son axe le plus long
suive le champ.
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Et dans un champ tournant, lorsqu’il atteint ’équilibre, il est en retard sur le champ d’un
angle g* = —% arctan(27,,w). Théoriquement, 7,.,; et 7., devraient étre identiques. Or,

on a observé expérimentalement que les deux valeurs s’écartent significativement (table

1).

‘ H Trely, S Troty S ‘
Goutte 1 7.74+0.2 0.11 £0.03
Goutte 2 6.65 + 0.02
en présence de champ
Goutte 2 4.02 + 0.02
en champ nul
Goutte 3 16.4 (théorique) 0.16

TABLE 1 — Le temps de décroissance caractéristique des petites déformations 7, tel que
mesuré par l'expérience de relaxation en utilisant la formule (3.7), et 7,.,; tel que mesuré a
partir de la forme d’équilibre des gouttes dans un champ tournant en utilisant les formules
(3.6).

Ainsi, pour pouvoir reproduire les observations expérimentales, il manque quelque
chose dans la description théorique de la goutte, qui ici ne prend en compte que la force
normale de surface due au tenseur des contraintes de Maxwell. Nous pourrions proposer
par exemple une organisation interne des nanoparticules dans la goutte de fluide magné-
tique concentré, qui ne répondrait pas a la méme échelle de temps a une rotation et a une
relaxation.

Quoi qu’il en soit, afin de déterminer les limites d’applicabilité de cette théorie dyna-
mique des petites déformations, nous effectuons des calculs par éléments de frontiere dans
la partie suivante, dans un cadre plus large, ce qui pourrait nous fournir de nouveaux

résultats dynamiques plus généraux.

4 Calculs par éléments de frontiere

Une méthode numérique souvent utilisée pour calculer la dynamique des gouttes est
la méthode des éléments de frontiere (BEM) [23, 24]. Elle a été récemment utilisée pour
calculer les valeurs d’équilibre des gouttes magnétiques dans un champ en rotation in-
finiment rapide [11]. Nous cherchons ici a développer un algorithme BEM pour calculer
la dynamique des gouttes magnétiques dans le régime ou 'approximation des petites dé-
formations (discutée dans la section 3) ne tient plus. L’algorithme fonctionne pour toute
vitesse angulaire de champ en prenant en compte la différence de viscosité entre la goutte

et le milieu extérieur.
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F1GURE 4.1 — Allongement a 1’équilibre €; et planéité e; en fonction de lintensité du
champ magnétique tournant, mesurée par le parametre 9. La fréquence du champ est telle
que 7w = 4.8. Les lignes sont les valeurs analytiques d’équilibre (3.6) et les points rouges
sont issus des simulations BEM.

Les équations formulées dans la section 2 sont reformulées sous forme d’équations in-
tégrales, ou les intégrales sont sur la surface de la goutte. Cela nous permet de résoudre
numériquement le probléme dans tout le domaine infini en maillant simplement la surface
de la goutte. Nous calculons la vitesse a la surface de la goutte et la déplagons en consé-
quence a chaque pas de temps. D’importantes procédures de maintien du maillage sont
nécessaires pour garantir 'exactitude des calculs.

Nous avons d’abord utilisé la simulation pour déterminer les limites d’applicabilité
de la théorie des petites déformations (figure 4.1). Nous voyons que pour avoir moins
de 10% d’erreur, la théorie des petites déformations doit étre utilisée pour des champs
magnétiques suffisamment faibles pour que ¢ < 0.3.

Le développement de I'algorithme BEM nous permet d’explorer la dynamique des
gouttes magnétiques dans un champ tournant en fonction de la fréquence et de 'intensité
du champ (figure 4.2). Nous voyons qu’en général les gouttes développent une forme tri-
axiale, dont les axes oscillent. En fonction de Bm et de 7w, les gouttes peuvent étre plus
aplaties ou plus allongées. Lorsque Bm est petit et que la goutte est quasi aplatie, 'angle
S entre le champ s’approche d’une valeur stationnaire (proche de —m/4 lorsque 7w est
grand). Cependant, lorsque Bm est grand et que 7w est également grand, il ne se stabilise
pas (B oscille). Dans ce régime, la forme initiale quasi-oblate semble étre instable, et les
gouttes commencent a développer une forme allongée : la bifurcation oblate-prolate se
produit comme prévu pour le champ tournant infiniment rapide [11, 10].

Les gouttes peuvent changer d’orientation soit par une déformation de la surface,
soit par rotation solide. Ce phénomene est caractérisé par le rapport ws/w, ot w est la

fréquence de rotation du champ magnétique et w, est la vitesse angulaire de la surface
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définie comme suit

X
Wy = <_|””P - ”|>, (4.1)
xp

ou x, est le rayon vecteur d’'un sommet donné projeté sur le plan de rotation du champ
magnétique (le centre de masse étant a l'origine), v est la vitesse dudit sommet. La
moyenne est prise sur ’ensemble des points du maillage. Les valeurs proches de 1 indiquent
que les gouttes tournent comme un corps rigide, et les valeurs proches de 0 signifient que
I'orientation change a cause des déformations de la surface. Ce rapport a été calculé pour
la derniere étape de simulation et est représenté dans le diagramme de phase (figure 4.2).
Nous voyons que les formes allongées présentent une dynamique de corps rigide, tandis

que les formes aplaties se déplacent en raison des déformations de surface.
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FIGURE 4.2 — Diagramme de phase montrant I’évolution des demi-axes des gouttes en
fonction de w et Bm. Les parametres de simulation sont pu, = 10, A = 100. L’échelle
de temps est to = Ron'® /7. Le rapport w,/w caractérise dans quelle mesure les gouttes
tournent comme un corps rigide lors du dernier pas de simulation. Les valeurs proches de 1
signifient que le mouvement est proche de la rotation en tant que corps rigide. Les valeurs
proches de 0 signifient que la goutte change d’orientation en raison des déformations de
la surface. La valeur de wy est calculée a l'aide de I’équation (4.1). 8 est 'angle entre le
plus grand axe de la goutte et le champ magnétique.

Les gouttes sont presque ellipsoidales lorsqu’elles sont quasi aplaties. Cependant,
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lorsque la goutte s’allonge fortement et tourne en suivant le champ, la friction visqueuse
peut faire plier ses extrémités en créant une forme en ”S” (figure 4.3). Une telle courbure

a été observée expérimentalement dans une plus large mesure dans [8, 12].
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FIGURE 4.3 — Le maillage d'une goutte avec A = 100, u, = 10, Bm = 25, tow = 0.1 dans
un champ magnétique tournant dans le sens inverse des aiguilles d’'une montre. L’échelle
de temps est to = Ryn'® /. Le maillage est dessiné sur un ellipsoide rouge pour illustrer
la similarité des formes des gouttes avec un ellipsoide. La fleche noire indique la direction
du champ magnétique momentané. (a) montre un instantané a différents moments de la
simulation. (b) montre un zoom sur une partie du maillage a t = 155¢.

Il est donc possible de modéliser numériquement la dynamique de la forme des gouttes
individuelles par des calculs par éléments de frontiere, en tenant compte du contraste de
viscosité entre I'intérieur et 'extérieur des gouttes, jusqu’a des déformations moyennes des
gouttes. Dans ce but, une méthode adaptée d’ajustement du maillage pres des extrémités
est obligatoire. Une vision précise de cette dynamique est alors obtenue, conduisant a un

diagramme de phase en fonction de la fréquence du champ et du nombre de Bond magné-
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tique. Il montre une évolution des gouttes quasi-prolates (en rotation de corps rigide) vers
des formes quasi-oblates (se déformant sous l'effet des déformations de surface). Pour de
faibles déformations, les résultats du modele analytique de la section 3 sont retrouvés.
Ceci marque la fin de la présente étude dynamique du comportement individuel des
gouttes sous champ tournant. Analysons maintenant le comportement collectif d'un en-

semble de petites gouttes allongées sous champ tournant.

5 Dynamique collective des gouttes magnétiques

Un phénomene intéressant qui a retenu 'attention des chercheurs ces dernieres années
est 'auto-assemblage de colloides sous l'effet du champ [25]. Il a été démontré que dans un
champ tournant, des particules magnétiques solides peuvent s’auto-organiser en cristaux
rotatifs bidimensionnels [26, 27, 28]. Un autre travail a considéré I'auto-assemblage dans
un champ en précession de gouttes contenant des chaines magnétiques a la surface d'un
liquide [29]. Dans cette section, nous présentons un nouveau type de cristaux rotatifs
bidimensionnels, ou les gouttes magnétiques s’auto-organisent dans un champ tournant.

Lorsqu’un champ magnétique tournant (f = 15 Hz, pgHo = 6 mT) est appliqué, si
les gouttes sont au-dessus d’un volume critique V,.;; &~ m(3.5 um)3/6, la goutte prend une
forme aplatie oblate. Cette goutte aplatie tourne et aspire des gouttes plus petites dans son
voisinage immédiat. Si la goutte est plus petite que V., elle s’allonge jusqu’a prendre
la forme d’une aiguille et tourne avec la vitesse angulaire du champ magnétique sans
coalescer avec ses voisines, sauf si des collisions aléatoires se produisent. Ce comportement
est représenté sur la figure 5.1. Il est intéressant de noter qu’en ajustant la mise au point
du microscope, nous avons déterminé que les gouttes allongées tournent dans le méme plan
focal a une distance de h = (9 &+ 1)um au-dessus du fond de la cellule optique contenant
I’échantillon qui a une épaisseur totale d’environ 130 pm. Et les gouttes aplaties tournent
quelques pum plus bas que les aiguilles.

Aprés un certain temps sous champ tournant (quelques minutes), les petites gouttes
allongées s’organisent en structures réguliéres - des cristaux rotatifs bidimensionnels (voir
figure 5.2 (a)). Les gouttes forment un réseau d’ordre triangulaire qui tourne lui-méme
comme un corps rigide dans la direction du champ magnétique, mais plus lentement que
celui-ci. On observe une certaine dérive des gouttes dans la couche la plus externe. Les
gouttes individuelles a l'intérieur du cristal tournent toujours avec la vitesse angulaire

du champ. On a observé que 2 gouttes tournent de maniere stable autour d’un centre de
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FI1GURE 5.1 — Une vue des gouttes apres 'activation d’'un champ magnétique rotatif. Les
petites gouttes prennent une forme allongée, tandis qu’'une plus grande (1égérement hors
champ) est ici quasi-oblate. Champ de vision = 400 pm x 250 pm. Le champ magnétique
(f =15 Hz, ppHo = 6 mT) tourne dans le plan d’observation. La figure est tirée de [30].

masse commun. 4 gouttes forment un quadrilatere dont les diagonales oscillent en longueur
lorsque l'ensemble tourne (voir figure 5.2 (b)).

Si la densité des gouttes est importante, les gouttes forment des cristaux qui sont
trop grands pour tourner de maniére perceptible (voir figure 5.3.). Les gouttes forment
une structure stationnaire tres réguliere méme si le systéme n’est pas stationnaire et qu’il
existe un flux entre les gouttes produit par leur rotation. On peut le constater en observant
une goutte plus petite qui serpente entre les points du réseau. En utlisant la méthode de
triangulation de Delaunay des centres des gouttes, il devient plus facile de visualiser la
structure cristalline. Nous pouvons observer différents grains du cristal séparés par une
frontiere de dislocations.

Nous avons réussi a reproduire le mouvement des petits ensembles de gouttes en modé-
lisant les gouttes comme des couples ponctuels au-dessus d’une paroi sans glissement. Par
exemple, les oscillations diagonales de I’ensemble de quatre gouttes se manifestent dans
les solutions de ce modele (figure 5.4). Le modele ne peut pas reproduire le mouvement
de plus grands ensembles de gouttes (par exemple (a) dans la figure 5.2). Comme il n'y a
rien qui impose la distance d’équilibre entre les gouttes, les grands ensembles de gouttes

ne tournent pas comme des cristaux rigides, mais se désintegrent rapidement.
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FIGURE 5.2 — Ensembles de gouttes magnétiques en rotation. Le champ magnétique
(f =15 Hz, ppHs = 6 mT) tourne dans le plan d’observation. (a) Montre des cristaux
de gouttes en forme d’aiguille en rotation. Champ de vision = 400 pm x 250 pm. (b)
Montre comment quatre gouttes forment un quadrilatere rotatif dont la longueur des
diagonales varie. Les gouttes sont étiquetées 1-4 et sont triangulées selon la méthode de
Delaunay pour mieux illustrer leur mouvement. Les instantanés sont pris toutes les 2
secondes. La figure provient de [30].
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FI1GURE 5.3 — Si les gouttes sont densément situées, elles s’organisent en un grand réseau
triangulaire 2D. Chaque goutte tourne toujours dans la direction et a la fréquence du
champ magnétique, mais le cristal entier est stationnaire. Sur le c6té droit, les centres des
gouttes sont triangulés selon la méthode de Delaunay pour illustrer la structure cristalline.
Champ de vision = 400 pm x 250 pm. Champ magnétique (f = 15 Hz, uogHy = 6 mT)
et les gouttes sont en rotation dans le plan d’observation. La figure est tirée de [30].

XVvi



3B

[*5)
=
T

diagonal length (pm)
s W

=
(%]

=
=]
T

— o]
*  BExp.diag. 1 d
*  Exp.diag. 2.

0 L. i i i i

0 2 4 6 ] 10
t(s)

5]

FI1GURE 5.4 — Oscillations diagonales dans un ensemble de quatre gouttes. Les points bleus
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pour produire un bon accord avec les oscillations expérimentales. La figure provient de
[30].
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6 Conclusions

Dans ce travail, nous avons étudié la dynamique de gouttes de fluide magnétique sous
un champ tournant. Les gouttes flottent dans un milieu liquide externe, dont la visco-
sité est significativement plus petite que la viscosité des gouttes elles-mémes. Nous avons
d’abord étudié ces gouttes comme des objets déformants uniques et isolés, puis comme
des ensembles auto-organisés d’objets a dynamique collective. Plusieurs approches com-
plémentaires ont été utilisées pour décrire la dynamique des gouttes isolées. Pour le cas
simple d’une goutte presque sphérique, nous avons produit des expressions analytiques
faciles a analyser. Nous avons ensuite développé des simulations pour pouvoir calculer
la dynamique de gouttes présentant des déformations plus importantes. Enfin, plusieurs
gouttes magnétiques obtenues par séparation de phase ont été examinées expérimentale-
ment pour voir dans quelle mesure le modele du fluide magnétique utilisé dans les deux
approches précédentes permet de décrire leur comportement dans un champ tournant. En
ce qui concerne le comportement collectif de petites gouttes magnétiques dans un champ
tournant, nous ’avons d’abord observé expérimentalement, puis un modele simple a été
proposé pour capturer leur dynamique.

Lorsque le champ magnétique, et donc la déformation d’une goutte individuelle, est
faible, nous avons montré comment une équation phénoménologique pour le tenseur d’ani-
sotropie qui décrit la forme de la goutte peut étre utilisée pour calculer sa dynamique dans
un champ en rotation ou en précession. En modélisant la goutte comme une région de
fluide magnétique dans un liquide porteur non magnétique, nous pouvons utiliser la so-
lution de Lamb pour les équations de Stokes en coordonnées sphériques pour calculer la
dynamique des gouttes dans la limite des petites déformations. Nous avons montré que
cette solution hydrodynamique coincide avec la solution des équations phénoménologiques
jusqu’au premier ordre en nombre de Bond magnétique Bm et amplitude de déformation
. Dans cette limite, le mouvement de la goutte magnétique dans un champ tournant est
régi par un seul parametre adimensionnel 7w - le produit du temps de décroissance ca-
ractéristique des petites déformations et de la fréquence angulaire de rotation du champ.
Le parametre 7w détermine si la goutte sera plus allongée ou plus aplatie et si sa forme
subira des oscillations lorsqu’elle atteindra 1’équilibre. La goutte est en pseudo-rotation :
elle semble suivre le champ magnétique tournant, mais ce mouvement est dii aux défor-
mations de la surface et aucun couple n’est exercé par la goutte sur le fluide. Selon la

théorie des petites déformations, la valeur du temps de décroissance des petites défor-
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mations 7 devrait étre la méme dans un champ tournant et dans un champ stationnaire
ou nul. Expérimentalement, la valeur 7, décrivant I’approche exponentielle de la forme
d’équilibre est supérieure de quelques ordres de grandeur a la valeur 7,,; obtenue a partir
de la forme d’équilibre de la goutte dans un champ tournant. Par conséquent, le modele
de fluide magnétique qui ne prend en compte que la force normale de surface due au ten-
seur de contraintes de Maxwell doit étre amélioré pour pouvoir décrire quantitativement
le mouvement des gouttes magnétiques dans un champ tournant.

Nous avons pu modéliser une goutte sans la limitation des petites déformations de
notre description analytique, en utilisant une simulation basée sur la méthode des éléments
de frontiere (BEM). Nous pouvons utiliser la simulation BEM pour calculer la dynamique
tridimensionnelle d'une goutte dans des champs magnétiques et d’écoulement externes
jusqu’a des déformations modérées de la goutte. Un maintien important du maillage est
nécessaire pour simuler avec précision la dynamique des gouttes. Les simulations BEM
ont montré que dans un champ magnétique tournant, les gouttes prennent une forme tri-
axiale qui peut légerement dévier d’un ellipsoide. Par exemple, les extrémités d’une goutte
allongée se courbent en raison de la friction visqueuse, ce qui est observé expérimenta-
lement. Nous constatons que pour un grand Bm et une petite fréquence de rotation du
champ magnétique w, les gouttes s’allongent et tournent comme des corps rigides suivant
le champ magnétique tournant. Cependant, une grande fréquence de rotation du champ
magnétique w supprime 1’élongation des gouttes, et leur forme est proche de celle d’un el-
lipsoide oblate. Dans ce régime, les gouttes sont en pseudo-rotation : elles suivent le champ
magnétique tournant en raison des déformations de surface. Les simulations permettent
de retrouver d’autres observations importantes, par exemple, dans un champ en rotation
rapide avec une intensité de champ supérieure a l'instabilité de la forme oblate-prolate
[9, 11], une goutte initialement sphérique s’aplatit d’abord avant de s’allonger. Enfin, a
I’aide des simulations BEM, il a été possible de déterminer les limites d’applicabilité de
la théorie des petites déformations.

Pour les ensembles de gouttes, nous avons observé pour la premiere fois des structures
hors équilibre, ordonnées et rotatives, de gouttes magnétiques dans un champ tournant.
Pour certains parametres de champ, les gouttes allongées en forme d’aiguille forment
des cristaux rotatifs bidimensionnels d’ordre triangulaire. Les gouttes dans les cristaux
tournent avec la fréquence du champ magnétique, mais les cristaux eux-mémes tournent
plus lentement. La fréquence de rotation du cristal diminue avec sa taille, et les tres grands

cristaux semblent étre stationnaires dans ’expérience. Les ensembles de gouttes présentent
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les caractéristiques typiques d'un cristal bidimensionnel, comme différents grains reliés par
une frontiere de dislocations. Dans le cristal, les gouttes s’organisent toutes dans un seul
plan tournant a environ 9 um au-dessus du fond de la cellule expérimentale. Le modele
qui traite les gouttes comme des couples ponctuels au-dessus d'une paroi sans glissement
est capable de reproduire quantitativement le mouvement de petits ensembles de gouttes.
Cependant, le modele cesse d’étre précis lorsque la taille des ensembles augmente. Puisque
dans le modele il n’y a pas de forces qui déterminent la distance d’équilibre entre les
gouttes, de grands ensembles de gouttes ne peuvent pas former de cristaux rotatifs, ils se
désintegrent.

En résumé, nous pouvons conclure ce qui suit. Le modele du fluide magnétique est
capable de décrire qualitativement le mouvement dans un champ tournant de gouttes
individuelles de fluide magnétique, obtenues par séparation de phases. Les simulations
BEM peuvent étre utilisées pour étudier efficacement la dynamique des formes complexes
adoptées par ces gouttes en présence d’'un champ tournant. Dans certaines situations,
une auto-organisation collective de gouttes de liquide magnétique peut se produire en
présence d’un champ tournant. On observe alors des structures intriquées hors-équilibre,

qui ne sont pas encore entierement comprises.
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Kopsavilkums latviesu valoda

1 Ievads

Magnetiskie skidrumi ir stabili koloidi, ko veido cietu magnetisku nanodalinu dispersija
nesejskidruma. Nelielais nanodalinu izmers (d =~ 10 nm) nodrosina, ka katrai dalinai
ir viens magnetiskais domens. Magnetiskajam skidrumam piemit superparamagnetiskas
1pasibas. Tas stipri magnetizejas, kad nanodalinu magnetiskie momenti nostajas viena
virziena ar uzlikto arejo magnetisko lauku. Tacu, kad lauks tiek nonemts, termiskas
svarstibas izjauc nanodalinu magnetisko momentu orientaciju, un magnetiska skidruma
magnetizacija atgriezas nulles Iimenr [1].

Magnetiskos pilienus ir iespejams izveidot, emulgejot magnetisko skidrumu cita skid-
ruma, kas ar to nesajaucas. Magnetiskos pilienus ir iespejams iegut ari, izraisot fazu at-
dalisanos magnetiskaja skidruma [2]. Otra metode rada pilienus ar neparasti augstu mag-
néetisko caurlaidibu (p1/ g & 40) un mazu virsmas spraiguma koeficientu (y ~ 107N /m),
kas lauj noverot interesantas paradibas jau pie vaja magnetiska lauka. Magnetiskos pilie-
nus var ietekmet ar magnetisko lauku. Tie pagarinas pielikta magnetiska lauka virziena,

lidz magnetiskos spekus lidzsvaro virsmas spraiguma speki (attels 1.1).

Att. 1.1: Fazu atdalisanas rezultata radusies pilieni. Koncentreta faze veido magnetiskus
pilienus, kas redzami ka tumsaki dazada diametra apli, kurus ieskauj atskaidita faze (pa
kreisi). Pilieni izstiepjas pielikta lauka virziena (pa labi). Redzes lauks ir 132um x 100um.

Magnetiska piliena uzvediba konstanta nekustiga lauka ir diezgan labi izpetita. Lidz-
svara izstiepumu var aprekinat analitiski, pienemot, ka piliens ienem sferoidalu formu [3,
4, 5]. Sferoidalo tuvinajumu var izmantot, lai aprekinatu pilienu izstiepsanas dinamiku

[6, 7]. Linearas magnetizacijas gadijuma lidzsvara izstiepumu apraksta vienadojums [3,
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kur p ir vakuuma magnetiska caurlaidiba, H, ir pielikta magnetiska lauka intensitate, Ry
ir nedeformeta piliena radiuss, v ir virsmas spraiguma koeficients, u ir piliena magnetiska

caurlaidiba, e ir piliena ekscentricitate un

— €

1 —e? 1+4+e
Ny = 523 <—2e +1In 1 ) , (1.2)

ir demagnetizacijas koeficients. Vienadojumu (1.1) var izmantot, lai noteiktu piliena fizi-
kalos parametrus, piemeram, ta magnetisko caurlaidibu un virsmas spraiguma koeficientu.

Rotejosa lauka magnetisko pilienu uzvediba klust sarezgitaka. Ja rotacijas frekvence ir
lena, pilieni izstiepjas un leni rote, sekojot laukam. Viskozas berzes del pilieni var saplist
[8]. Ja lauka rotacijas frekvence ir liela, pilienam var rasties virkne formas nestabilitasu.
Vispirms, kad lauks ir vajs, piliens ienem saplacinata sferoida formu - saplacinata rotejosa
lauka plakne. Tad, palielinot lauka stiprumu virs kadas kritiskas vertibas, pilienam notiek
spontana simetrijas lausana un tas izstiepjas rotejosa lauka plakne. Visbeidzot, palielinot
lauka intensitati vel vairak, virs citas kritiskas vertibas, piliens atkal iegust rotejosa lauka
plakne stipri saplacinata sferoida formu, un ap ta perimetru paradas pirkstu vainags [9].
Aproksimejot pilienu ka sferoidu, st saplacinatas-iztieptas-saplacinatas formas pareja tika
aprakstita teoretiski [9]. Velak apraksts tika visparinats trisasu elipsoida gadijumam [10].
Nesen lidzsvara formas bezgaligi atri rotejosa lauka tika iegutas skaitliski ar robezelementu
metodi [11]. Skaitliskas simulacijas darba autori [11] pienema, ka piliena un apkartejas
vides viskozitates ir vienadas, kas ieverojami vienkarso aprekinus, bet nelauj aprekinat
piliena dinamiku. Paslaik magnetisko pilienu dinamika rotejosos laukos joprojam ir liela
mera neizpetita, tacu eksperimentali ir noverots, ka atkariba no rotejosa lauka stipruma
un frekvences ir sagaidamas interesantas nestacionaras piliena formas [12].

Tas motive izvirzit Sadu darba merki: Izpetit magnetisko pilienu no laika at-
karigo dinamiku rotejosa magnetiskaja lauka. Merkis tiek sasniegts, veicot sadus

uzdevumus:

1. Izmantojot magnetiska skidruma modeli, izstradat atseviska piliena dinamikas ana-
Iitisku aprakstu vienkarsos gadijumos, piemeram, vaja lauka un mazu deformaciju

gadijuma, nemot vera atskirigu viskozitati piliena iekSpuse un arpuse.
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2. Izmantojot magnetiska skidruma modeli, izstradat simulacijas programmaturu, lai

aprekinatu piliena dinamiku situacijas, kad analitiskais apraksts vairs nav speka.

3. Izmantojot simulacijas programmaturu, raksturot magnetisko pilienu uzvedibu ro-

tejosa lauka.

4. Veikt eksperimentalus merijumus mikroskopiskiem magnetiskiem pilieniem, kas ie-
guti, sadalot fazes magnetisko skidrumu, un novertet, cik labi magnetiska skidruma

modelis apraksta to dinamiku.
5. Eksperimentali noverot pilienu ansamblu dinamiku.
6. Izstradat modelus, kas apraksta pilienu ansamblu dinamiku.

Sis kopsavilkums ir sadalits vairakas nodalas. Nodala 2 ir aprakstits magnetiska skid-
ruma modelis, kas tiek izmantots pilienu teoretiskaja apraksta. Nodala 3 paradits modela
analitiskais risinajums mazu deformaciju un vaja lauka robeza. Taja pasa nodala ir ar1
paradits salidzinajums ar eksperimentu. Nodala 4 aprakstita simulacija (balstita uz robe-
zelementu metodi), kas tika izmantota, lai aprekinatu magnetisko pilienu dinamiku lielaku
deformaciju gadijuma. Nodala 5 aplukots eksperimentals pilienu ansamblu noverojums
rotejosa lauka un to modelesana, izmantojot vienkarsus tuvinajumus. Visbeidzot nodala

6 ir apkopoti 81 darba galvenie rezultati un veikti secinajumi.

2 Modela formulesana

Fazatdalitie magnetiskie pilieni ir samera unikals materials, kura 1pasibas nav pietiekami
izprastas. Magnetisko nanodalinu koncentracija pilienu iekspuse ir loti liela (to tilpuma
dala ir aptuveni ¢g,op ~ 30% [13]). Tas varetu nozimet, ka pilienu ieksiene iespejams vei-
dojas nanodalinu kedites un aglomerati, kas var ietekmet to magnetiskas un reologiskas
1pasibas. Turklat fazatdalitie pilieni atrodas termodinamiskaja lidzsvara - magnetiskas
nanodalinas nepartraukti ieiet un pamet piliena tilpumu. St nanodalinu kustiba notiek
caur piliena virsmas laukumu, kas eksperimentos var mainities izmera par vairakam lie-
luma kartam. Apkopojot redzams, ka fazatdalito magnetisko pilienu pilnigs apraksts ir
sarezgits, tomer mes censamies atrast relativi vienkarsu modeli, kas reproduce noveroto
pilienu uzvedibu rotejosa lauka. Mes aplukosim vienkarsu magnetiska skidruma modeli
[1], kas ieprieks labi darbojas, lai aprekinatu pilienu lidzsvara formas bezgaligi atri rotejosa

magneétiskaja lauka [11].
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Mes aplukojam magnetiska skidruma pilienu, kas suspendets bezgaliga nemagnetiska
nesejskidruma (attels 2.1). Magnetiskajam pilienam (ieksejais apgabals, kura 1pasibas
apzimésim ar indeksu (7)) ir magnetiska caurlaidiba p un viskozitate ). Apkartejam
skidrumam (arejais apgabals, kura Ipasibas apzime ar indeksu (e)) magnetiska caurlaidi-
ba ir vienada ar vakuuma magnétisko caurlaidibu g, un viskozitate ir n(®). Starp abiem
apgabaliem pastav virsmas spraigums, ko raksturo virsmas spraiguma koeficients . Tiek
pielikts arejs rotejoss magnetiskais lauks H .. Lauka lenkiskais atrums ir w. Mes pie-
nemam linearu magnetizaciju M = xH, kur x = p/pp — 1 ir magnetiska uznemiba.

Magnetiska lauka indukcija tada gadijuma ir B = po(H + M) = nH.

77(6)7 2% 2

Att. 2.1: Zimejums ar magnétisko pilienu, kura viskozitate ir 7 un magnetiska caur-
laidiba ir p. Tas ir suspendets bezgaliga nesejskidruma ar viskozitati n'®) un magnetisko
caurlaidibu pg. Uz pilienu iedarbojas virsmas spraigums ar virsmas spraiguma koeficientu
.

Plusmu nosaka Stoksa vienadojums [14] kopa ar magnetiska speka locekli [15] un

nesaspiezamibas nosacijumu
—Vp+nAv+ f=0, V.v=0, (2.1)

kur p ir spiediens un v ir skidruma atrums, f; = 0;T;; = poM;0;H; ir magnetiskais speks
uz tilpuma vienibu un 75; = —poH 25ij /2+ H,;B; ir Maksvela sprieguma tenzors. Plusmas

robeznosacijumi ir $adi. Atrums uz piliena virsmas ir nepartraukts
v® —v© = 0. (2.2)
Visu speku summa uz piliena virsmas normales virziena ir vienada ar nulli.

n-(c®—-c). n+ %M,&i)z — (k1 + ko) =0, (2.3)
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un ar1 tangenciala virziena ta ir nulle
t-(c¥—c).n=0, (2.4)

kur n ir piliena arejais normales vektors, t ir tangencials vektors, M ir normala mag-
netizacijas komponente piliena iekspuse, (ki + k2) ir galveno liekumu summa un o;; =
—pd;j +n(0;v; + Ojv;) ir hidrodinamiskais sprieguma tenzors. Talu no piliena mes piepra-
sam, lai spiediens un atrums pienemtu uzliktas fona plismas vertibas p., un v (parasti
iestatitas uz nulli)

p(e)|rﬁoo = Poos v(e)’rﬁoo = Veo- (25)

Magnetiskos spekus aprekina, vispirms atrodot magnetisko lauku, izmantojot magne-

tostatikas vienadojumus [16]
VxH=0, V-B=0. (2.6)

Tie ir apmierinati, ja magnetiskais potencials H = V1) apmierina Laplasa vienadojumu

A = 0. (2.7)
Robeznosacijumi uz piliena virsmas ir
pon - V& — un - V@ = 0 (2.8)
un
»© — D =0, (2.9)

Talu no piliena mes pieprasam, lai lauks butu vienads ar uzlikto lauku H
V|, oo = Ho. (2.10)

Problemas atrisinajuma paradas tris bezdimensionali parametri

@ . s -
» )\ = 1, viskozitasu attieciba,

3

o u, =+ relativa magnetiska caurlaidiba,
1o

R()Hgo
2l

o Bm =4dmpug , magnetiskais Bonda skaitlis. Tas ir proporcionals attiecibai starp



raksturigu magnetisko un virsmas spraiguma speku. Ry ir sferiska piliena radiuss.

3 Mazo deformaciju dinamika

Magnetisko pilienu dinamikas analitiski atrisinajumi ir iespejami tikai visvienkarsakajos
gadijumos. Viens no sadiem gadijumiem ir tuvinajums, kad piliens ir teju sferisks. Ana-
litiski ir petita pilienu mazo deformaciju dinamika homogena stacionara lauka (elektriska
vai magnetiska), kur tika paradits, ka piliens eksponenciali tuvojas elipsoidalai lidzsvara
formai [17]. Plasi teoretiski petita ir arl nemagnetisku viskozu pilienu dinamika arejas
plusmas mazu deformaciju tuvinajuma [18]. Lai aprekinatu elipsoidalu pilienu uzvedibu
arejas plusmas, biezi medz izmantot fenomenologiskus modelus, kas apraksta piliena ani-
zotropijas tenzora attistibu laika [19]. Sadu modelu fenomenologiskais raksturs lauj tos
modificet, lai ieklautu dazadas papildu paradibas, piemeram, magnetisko mijiedarbibu.
Tomer fenomenologiskie modeli ir japarbauda, salidzinot tos ar fundamentalaku teoriju,
simulacijam vai eksperimentiem.

Ja magnetiskie speki ir daudz vajaki par kapilarajiem spekiem (Bm < 1), pilienu var
aprakstit ka elipsoidu ar pusasim a > b > ¢. Alternativi var izmantot divus nenegativus
deformacijas parametrus, lai aprakstitu piliena formu: izstiepumu

a—>b
b

€1 —

(3.1)

un plakanumu
b—c
=

(3.2)

€9

ko kopa ar nesaspiezamibas nosacijumu abc = R3 var izmantot, lai atglitu pusasu vertibas.
Ja kustiba notiek rotejosa magnetiska lauka plakne, isaka ass c ir versta magnetiska lauka
lenkiska atruma virziena, un piliena orientaciju nosaka viens lenkis (3, ko ta garaka ass
veido ar magnetisko lauku (attels 3.1). f ir izvelets pozitivs, ja piliena lielaka ass ir lauka
prieksgala, un negativs, ja ta ir lauka aizmugure.

Atrisinot fenomenologisku vienadojumu [20, 21], tiek ieglita vienadojumu sistema pi-
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izstiepums: ¢ = &2 H.

plakanums: e, = °

Att. 3.1: Parametri, kas raksturo piliena formu rotejosa magnetiskaja lauka. 3 ir negativs,
ja piliena lielaka ass atpaliek no rotejosa magnetiska lauka H ... Lauks rote w virziena.

liena deformacijas parametriem

(d
“ = 2 (o — Seos(29)
d
% — _% (62 — 581112(5)) ) (33)
B d cos(B) sin(pB)
_ = =W —
\ dt TEL

kur 7 un ¢ ir fenomenologiskas konstantes. Asimptotiski atrisinot pilno hidrodinamisko
problemu, kas formuleta sadala 2, maziem Bm un maziem €; un €y, mes iegistam to pasu
vienadojumu sistemu (3.3), tadejadi apstiprinot fenomenologisko vienadojumu. Turklat

mes iegustam, ka fenomenologiskas konstantes ir

Bm (u, — 1)?
32T (p, +2)
un
Ron(@ (3 +2X)(16 + 1
__ B (3+2))(16 +19)) (35)

~ 40(1+ )

Apskatot vienadojumu sistemu (3.3), mes redzam, ka tas stacionarie punkti ir

( )
€ = —ou
! V14 47202

g (1 _ ;) , (3.6)
2\ i

1
= —3 arctan(27w) + nw

\
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Att. 3.2: Atruma lauka plusmas linijas ap pilieniem, kas ir sasniegusi lidzsvara formu
rotejosa magnetiskaja lauka ar dazadam frekvencem (a) 7w = 0,1, (b) 7w = 1 un (c)
7w = 10. Lauks ir tads, ka 6 = 0,3. Paradits skersgriezums pie x = 0. Ir iezimetas
pilienu formas, to garakas asis un ar krasam attelots atruma lielums, kas merogots ar
v/n'®). Attéls ir uzzimets laboratorijas atskaites sistéma, kur magnétiskais lauks griezas
preteji pulkstenraditaja virzienam un momentani ir versts z ass virziena. Atruma lauks
ir tads, ka piliens deformejas ta, lai ta garaka ass sekotu laukam.

kur n ir vesels skaitlis. Tie ir stabili fokusi visiem problemas parametriem. Lidz merogo-
sanai piliena uzvedibu mazu deformaciju tuvinajuma nosaka viens vienigs parametrs 7w.
Parametrs 7w ir proporcionals kapilarajam skaitlim, kas ir viskozo speku attieciba pret
virsmas spraiguma spekiem [22]. Mazo deformaciju rezima pilieni pseidorote - to garaka
ass seko laukam, imitejot rotaciju, tomer plusmas atruma lauks nav rotejoss (attels 3.2).

Saskana ar vienadojumiem (3.3), kad piliens atrodas nerotejosa lauka, tas eksponen-

ciali relaksejas lidz lidzsvara izstiepumam 7.
(€ — €) oc e Hmet, (3.7)

Savukart rotejosa lauka, sasniedzot lidzsvaru, tas atpaliek no lauka par lenki * =
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—% arctan(27,,w). Teoretiski 7., un 7., vajadzetu but vienadiem. Tomer eksperimentali

tika noverots, ka abas vertibas ieverojami atskiras (tabula 1).

‘ H Trely S ‘ Trot; S ‘
Piliens 1 7.7+0.2 0.11 £ 0.03
Piliens 2

ieslegts lauks 6.65 +0.02
Piliens 2
izslegts lauks 4.02+0.02
Piliens 3 16.4 (teoretiski) 0.16

Tabula 1: Raksturigais mazu perturbaciju relaksacijas laiks 7,;, kas izmerits relaksacijas
eksperimenta, izmantojot formulu (3.7), un 7., kas izmerits no piliena lidzsvara formas
rotejosa lauka, izmantojot formulas (3.6).

Redzams, ka, lai varetu reproducet eksperimentalos noverojumus, kaut kas iztrukst
piliena teoretiskaja apraksta, kura nemts vera tikai speks, ko rada Maksvela sprieguma
tenzors. Mes varetu hipotezet, piemeram, kadu iekseju nanodalinu organizaciju magne-
tiska skidruma piliena, kas rotacija un relaksacija reagetu ar dazadam laika skalam.

Lai noteiktu $is dinamiskas mazo deformaciju teorijas pielietojamibas robezas, na-
kamaja bodala mes veiksim robezelementu aprekinus. Tie laus ar1 veikt visparigakus

secinajumus par pilienu dinamiku rotejosa lauka.

4 RobezZelementu aprekini

Biezi izmantota skaitliska metode pilienu dinamikas aprekinasanai ir robezelementu me-
tode (BEM) [23, 24]. Nesen ta tika izmantota, lai aprekinatu magnetisko pilienu lidzsvara
vertibas bezgaligi atri rotejosa lauka [11]. Seit mes censamies izstradat BEM algoritmu,
lai aprekinatu magnetisko pilienu dinamiku rezima, kura mazo deformaciju aproksimacija
(aplukota sadala 3) vairs nav speka. Algoritms darbojas jebkadam lauka lenkiskajam
atrumam, panemot vera viskozitates izmainu starp pilienu un arejo vidi.

Nodala 2 formuletie vienadojumi ir parveidoti integralvienadojumu forma, kur integ-
ralis ir pa piliena virsmu. Tas lauj skaitliski atrisinat problemu visa bezgaligaja apgabala,
diskretizejot tikai piliena virsmu. Mes aprekinam atrumu uz piliena virsmas un attieci-
gi parvietojam rezga punktus katra laika soli. Lai nodrosinatu aprekinu precizitati, ir
nepiecieSamas proceduras, kas uztur rezgi laba kvalitate.

Vispirms mes izmantojam simulacijas, lai noteiktu mazo deformaciju teorijas pielieto-

jamibas robezas (attels 4.1). Mes redzam, ka, lai kludas butu mazakas par 10%, mazo
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Att. 4.1: Lidzsvara izstiepums ¢; un plakanums e, ka funkcija no rotejosa magnetiska
lauka intensitates, ko raksturo ar parametru J. Lauka frekvence ir tada, ka 7w = 4.8.
Linijas ir analitiskas lidzsvara vertibas (3.6), bet sarkanie punkti ir no BEM simulacijam.

deformaciju teorija jaizmanto pietiekami vajiem magnetiskajiem laukiem - tadiem, lai
0 <0.3.

BEM algoritma izstrade lauj izpetit magnetisko pilienu dinamiku rotejosa lauka at-
kariba no lauka frekvences un stipruma (attels 4.2). Mes redzam, ka vispariga gadijuma
pilieni iegust trisasu formu, kuras asu garumi svarstas. Atkariba no Bm un 7w pilieni var
but vairak izstiepti vai vairak saplacinati. Ja Bm ir mazs un piliens ir saplacinats, lenkis
f starp lauku un piliena garako asi norimst uz stacionaru vertibu (tuvu —m/4, ja 7w ir
liels). Tomer, ja Bm ir liels un 7w ar1 ir liels, 5 nenorimst, bet gan turpina svarstities.
Saja rezima sakotneja saplacinata forma ir nestabila, un pilieni sak veidot izstieptu for-
mu: notiek saplacinatas-izstieptas formas bifurkacija, ka tas ir prognozets bezgaligi atri
rotejosam laukam [11, 10].

Pilieni var mainit savu orientaciju, deformejot virsmu, rotejot ka cietam kermenim, vai

ar1 veicot abas §1s kustibas reize. Orientacijas mainas veidu raksturo attieciba w,/w, kur

w ir magnetiska lauka rotacijas frekvence un w, ir virsmas lenkiskais atrums, ko nosaka

ka
W, = <—|‘”p okl > , (4.1)
xP

kur x, ir konkreta rezga punkta radiusvektors, kas projicets uz magnetiska lauka rotacijas
plakni, v ir §1 rezga punkta atrums. Tiek videjots pa visiem rezga punktiem. Attiecibas
ws/w vertibas, kas tuvas 1, norada, ka pilieni rote ka ciets kermenis, bet vertibas, kas tuvas
0, nozime, ka orientacija mainas virsmas deformaciju del. Si attieciba tika aprekinata
pedejam simulacijas solim un tika paradita fazu diagramma (attels 4.2). Mes redzam, ka
izstieptus pilienus raksturo cieta kermena dinamika, bet saplacinatie pilieni parorientejas

virsmas deformaciju del.
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Att. 4.2: Fazu diagramma, kura paradita pilienu pusasu izmaina laika atkariba no w un
Bm. Simulaciju parametri ir 4, = 10, A\ = 100. Laika skala ir ty = Ron(® /. Attieciba
ws/w raksturo, cik liela mera pedeja simulacijas soli pilieni rote ka ciets kermenis. Ver-
tibas, kas tuvakas 1, nozime, ka kustiba ir tuva rotacijai ka cietam kermenim. Vertibas,
kas tuvas 0, nozime, ka piliens maina orientaciju virsmas deformaciju del. w, aprekina,
izmantojot vienadojumu (4.1). f ir lenkis starp piliena garako asi un magnetisko lauku.

Kad pilieni ir saplacinati, to forma labi aprakstas ar elipsoidu. Tomer, kad piliens
stipri izstiepjas un rote, sekojot laukam, viskoza berze var izraisit ta galu nolieksanos,
veidojot ”S” formu (attels 4.3). Sada izlieksanas ir tikusi noverota eksperimentali [8, 12].

Sadi ir iespejams skaitliski modelet atsevisku pilienu formas dinamiku Iidz videji lie-
lam piliena deformacijam, izmantojot robezelementu aprekinus, nemot vera viskozitates
kontrastu starp pilienu iekSpusi un arpusi. Lai precizi aprekinatu pilienu dinamiku, ir ne-
pieciesams pievienot rezga punktus pilienu galos, kas var klut samera spici. Rezultata tiek
ieguta fazu diagramma ka pilieni deformejas atkariba no lauka frekvences un magnetiska
Bonda skaitla. Ta parada evoluciju no izstieptiem pilieniem (cieta kermena rotacija) uz
saplacinatam formam (kas kustas virsmas deformaciju del). Nelielu deformaciju tuvina-
juma tika repliceti rezultati no analitiska risinajuma sadalas 3.

Sadi nosledzas individuala piliena dinamikas izpéte rotejosa magnetiskaja lauka. Ta-
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Att. 4.3: Piliens ar parametriem A = 100, u, = 10, Bm = 25, tow = 0.1 magnetiskaja
lauka, kas griezas preteji pulkstenraditaja virzienam. Laika skala ir ty = Ron'® /7. Lai
ilustretu, cik tuvas elipsoidam ir pilienu formas, rezgis tika uzzimets virs sarkana elipsoida,
kas tika piedzits pilienu rezga punktiem. Ar melno bultinu ir noradits momentanais
magneétiska lauka virziens. (a) attelots rezgis dazados simulacijas laikos. (b) paradita
palielinats rezgis pie t = 155t,.

gad pieversisimies mazu izstieptu pilienu ansambla dinamikas izpetei rotejosa lauka.
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5 Magnetisku pilienu kolektiva dinamika

Interesants fenomens, kas pedejos gados ir piesaistijis zinatnieku uzmanibu, ir lauka izrai-
sita koloidu passakartosanas [25]. Ir nodemonstrets, ka rotejosa lauka cietas magnetiskas
dalinas var passakartoties divdimensiju rotejosos kristalos [26, 27, 28]. Cita darba tika
aplukota magnetiskas kedites saturosu pilienu passakartoSanas uz skidruma virsmas pre-
cesejosa lauka [29]. Saja nodala mes iepazistinam ar jauna veida divdimensiju rotgjosiem
kristaliem, kur magnetiskie pilieni passakartojas rotejosa lauka.

Ja uzliek rotejosu magnetisko lauku (f = 15Hz, poHs = 6mT) un ja pilieni ir virs
kritiska tilpuma Vi.;; ~ m(3.5m)? /6, piliens iegiist saplacinatu formu. Sis saplacinatais
piliens rote un iestuc mazakus pilienus no savas apkartnes. Ja piliens ir mazaks par V_,.;;, tas
ienem adatai lidzigu formu un griezas ar magnetiska lauka lenkisko atrumu, nesaplustot
ar citiem pilieniem, iznemot gadijumus, kad dazkart notiek nejausas sadursmes. Sada
uzvediba ir attelota attela 5.1. Pielagojot mikroskopa fokusu, mes noskaidrojam, ka
iegarenie pilieni rote viena fokusa plakne attaluma h = (9 & 1)um virs mikroskopa Stnas
apaksdalas (pasas mikroskopa $unas biezums ir aptuveni 130 um). Savukart saplacinatie

pilieni rote paris um zemak.

Att. 5.1: Skats uz pilieniem pec rotejosa magnetiska lauka ieslegsanas. Maziem pilieniem
veidojas iegarena forma, bet lielaks piliens (nedaudz arpus fokusa) ir saplacinats. Re-
dzeslauks = 400pum x 250um. Magnetiskais lauks (f = 15H z, pgH = 6mT) rote attela
plakne. Attels ir no [30].

Pec kada laika zem rotejosa lauka (dazas minutes) mazie iegarenie pilieni sakartojas
regularas strukturas - divdimensiju rotejosos kristalos (sk. attelu 5.2 (a)). Pilieni veido

trissturveida rezgi, kas pats rote ka ciets kermenis magnetiska lauka virziena, tomer lenak
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par to. Atseviski pilieni kristala ieksiene joprojam rote ar lauka lenkisko atrumu. Areja

slan1 noverojams zinams pilienu dreifs. Tika noverots, ka 2 pilieni rote stabili ap kopigu

masas centru. 4 pilieni veido Cetrsturi, kura diagonales svarstas, ansamblim rotejot (sk.

attelu 5.2 (b)).
(a)

10pm

Att. 5.2: Rotejosu magnetisku pilienu ansambli. Magnetiskais lauks (f = 15H z, poHoo =
6mT') rote attela plakne. (a) Redzami rotejosi kristali, ko veido izstiepti magnetiskie
pilieni. Redzeslauks = 400pum x 250um. (b) Paradits, ka Cetri pilieni veido rotéjosu
Cetrsturi ar svarstigam diagonalem. Lai labak ilustretu pilienu kustibu, tie ir apzimeti ar
1-4, un tie ir Delone trianglueti. Kadri tiek atteloti ar 2 sekunzu intervalu. Attels ir no
[30].

Ja pilienu blivums ir liels, pilieni veido kristalus, kas ir parak lieli, lai manami rotetu
(sk. attelu 5.3.). Pilieni veido loti regularu stacionaru strukturu, tomer pati sistema nav
stacionara un starp pilieniem ir plusma, ko rada to rotacija. To var redzet, noverojot
mazaku pilienu IikumosSanu starp rezga punktiem. Delone triangulejot pilienu centrus,
klust vieglak vizualizet kristalisko strukturu. Var noverot dazadus kristala graudus, kurus
atdala dislokaciju robeza.

Mums izdevas reproducet mazu pilienu ansamblu kustibu, modelgjot pilienus ka punktvei-
da speka momentus virs cietas virsmas. Piemeram, cetru pilienu ansambla diagonalu
svarstibas paradas $1 modela atrisinajuma (attels 5.4). Tomer $is modelis nespej repro-
ducet lielaku pilienu ansamblu kustibu (piemeram, (a) attela 5.2). Ta ka modeli nekas
nenodrosina lidzsvara attalumu starp pilieniem, lieli pilienu ansambli nekustas ka rotejosi

kristali, bet gan strauji izskist.
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Att. 5.3: Ja pilieni ir blivi izvietoti, tie sakartojas liela 2D trissturveida rezgl. Katrs
piliens joprojam griezas magnetiska lauka virziena un ar ta frekvenci, bet viss kristals ir
nekustigs. Lai ilustretu kristalisko strukturu, labaja puse pilienu centri ir Delone trian-
guleti. Redzeslauks = 400um x 250um. Magnetiskais lauks (f = 15H z, ugHy = 6m7T)
rote attela plakne. Attels ir no [30].
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Att. 5.4: Diagonalu svarstibas cetru pilienu ansambli. Zilie un sarkanie punkti ir ek-
sperimentalas vertibas (attels 5.2 (b)). Melnas Iinijas ir modela atrisinajums, kur iecjas
parametri tika izveleti kludas robezas ta, lai iegutu labu atbilstibu ar eksperimentalajam
svarstibam. Attels ir no [30].
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6 Secinajumi

Saja darba tika pétita magnétiska skidruma pilienu dinamika rotgjoga lauka. Pilieni atra-
das areja skidra vide, kuras viskozitate ir ieverojami mazaka par pasu pilienu viskozitati.
Vispirms mes petijam Sos pilienus ka atseviskus un izoletus deformejosus objektus, pec
tam apskatijam to passakartotus ansamblus ar kolektivo dinamiku. Lai aprakstitu izoleto
pilienu dinamiku, tika izmantotas vairakas savstarpeji komplementaras pieejas. Gandriz
sferiska piliena gadijuma mes izvedam analitiskus vienadojumus, kurus ir viegli analizet.
Pec tam mes izstradajam simulacijas, lai varetu aprekinat pilienu dinamiku ar lielakam
deformacijam. Visbeidzot, mes veicam eksperimentus ar fazatdalitiem magnetiskajiem
pilieniem, lai redzetu, cik liela mera ieprieksejas divas pieejas izmantotais magnetiska
skidruma modelis var aprakstit to uzvedibu rotejosa lauka. Attiectba uz magnetisko pi-
lienu kolektivo uzvedibu rotejosa lauka mes vispirms to noverojam eksperimentali, un pec
tam tika ierosinats vienkarss modelis, lai atspogulotu to dinamiku.

Ja magnetiskais lauks un Iidz ar to art atseviska piliena deformacija ir maza, mes
paradijam, ka anizotropijas tenzora fenomenologisko vienadojumu, kas apraksta piliena
formu, var izmantot, lai aprekinatu ta dinamiku rotejoSa vai precesejosa magnetiskaja
lauka. Modelejot pilienu ka magnetiska skidruma apgabalu nemagnetiska nesejskidruma,
mes varam izmantot Lemba risinajumu Stoksa vienadojumam sferiskajas koordinatas, lai
aprekinatu pilienu dinamiku mazu deformaciju tuvinajuma. Mes paradijam, ka Sis hid-
rodinamiskais atrisinajums sakrit ar fenomenologisko atrisinajumu Iidz pirmajai kartai
magnetiskaja Bonda skaitli Bm un deformacijas amplitida e. Saja tuvinajuma magne-
tiska piliena kustibu rotejosa lauka kvalitativi nosaka viens bezdimensionals parametrs
Tw - raksturiga mazas perturbacijas dilSanas laika un lauka rotacijas lenkiskas frekven-
ces reizinajums. 7w nosaka, vai piliens bus vairak izstiepts vai vairak saplacinats un
vai ta forma svarstisies, pirms ta ienem lidzsvaru. Piliens pseidorote: piliens seko rote-
josajam magnetiskajam laukam, bet So kustibu izraisa virsmas deformacijas, un piliens
nerada speka momentu uz apkartejo skidrumu. Saskana ar mazo deformaciju teoriju ma-
zas perturbacijas dilSanas laika 7 vertibai vajadzetu but vienadai gan rotejosa lauka, gan
stacionara vai nulles lauka. Eksperimentali iegita vertiba 7,.;, kas raksturo eksponencia-
lu tuvosanos lidzsvara formai, ir par paris lieluma kartam lielaka neka 7,., ko iegust no
piliena lidzsvara formas rotejosa lauka. Tapec magnetiska skidruma modelis, kura nem
vera Maksvela sprieguma tenzoru, ir jauzlabo, lai varetu kvantitativi aprakstit magnetisko

pilienu kustibu rotejosa lauka.
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Mes varejam modelet piliena dinamiku bez mazu deformaciju ierobezojuma, izmanto-
jot simulaciju, kas balstita uz robezelementu metodi (BEM). Mes varam izmantot BEM
simulaciju, lai aprekinatu piliena trisdimensiju dinamiku arejos magnetiskajos un plusmas
laukos Iidz pat videji lielam piliena deformacijam. Lai precizi simuletu pilienu dinamiku,
ir nepiecieSama ieverojama rezga apkope simulacijas laika. Ar BEM simulacijam tika
paradits, ka rotejosa magnetiskaja lauka pilieni iegust trisasu formu, kas var nedaudz
novirzities no elipsoidalas. Piemeram, iegarena piliena gali klust izliektaki viskozas berzes
del, kas ir noverots arT eksperimentali. Mes redzam, ka pie liela Bm un mazas magne-
tiska lauka rotacijas frekvences w pilieni izstiepjas un rote lidzigi cietiem kermeniem, kas
seko magnetiskajam laukam. Tomer liela magnetiska lauka rotacijas frekvence w izjauc
pilienu izstiepSanos, un to forma kliist saplacinata. Saja rezima pilieni pseidorote: tie
seko rotejosajam magnetiskajam laukam virsmas deformaciju del. Ar simulacijam tiek
repliceti ar1 citi svarigi noverojumi, piemeram, atri rotejosa lauka ar lauka intensitati virs
saplacinatas-izstieptas formas nestabilitates [9, 11], sakotneji sferisks piliens vispirms sa-
placinas, bet pec tam izstiepjas. Visbeidzot, izmantojot BEM simulacijas, bija iespejams
noteikt mazo deformaciju teorijas pielietojamibas robezas.

Mes pirmo reizi noverojam rotejosas sakartotas magnetisko pilienu strukturas rotejosa
lauka - pie noteiktiem lauka parametriem izstiepti adatveida pilieni veido divdimensiju
rotejosus trissturveida kristalus. Kristalos esosie pilieni rote ar magnetiska lauka frekven-
ci, tomer pasi kristali rote lenak. Kristala rotacijas frekvence samazinas lidz ar ta lielumu,
un loti lieli kristali eksperimenta skita nekustigi. Pilienu ansambliem piemit divdimensiju
kristalam raksturigas iezimes, piemeram, dazadi graudi savienoti ar dislokaciju robezu.
Visi kristala pilieni organizejas viena plakne, kas rote aptuveni 9 pum virs mikroskopa
sunas apaksas. Modelis, kura pilieni tiek uzskatiti par punktveida speka momentiem virs
cietas sienas, spej kvantitativi atveidot mazu pilienu ansamblu kustibu. Tomer modelis
vairs nav precizs, kad ansamblu lielums palielinas. Ta ka modell nav speku, kas nosaka
lidzsvara attalumu starp pilieniem, lieli pilienu ansambli neveido rotejosus kristalus, bet
gan sadalas.

Kopsavilkuma varam izdarit sadus secinajumus. Magnetiska skidruma modelis spej
kvalitativi aprakstit atseviska magnetiska skidruma piliena (iegutu ar fazatdalisanu) kus-
tibu rotejosa lauka. BEM simulacijas var izmantot, lai efektivi petitu sadu magnetiska
skidruma piliena formas dinamiku. Rotejosi magnetiska skidruma pilieni kopa var radit

sakartotas dinamiskas strukturas, kuras vel nav pilniba izprastas.
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Résumé

En raison de la combinaison de leur réactivité aux champs magnétiques externes et de leur déformabilité,
les gouttes de fluide magnétique constituent un matériau intéressant qui a trouvé de nombreuses appli-
cations en microfluidique. Ce travail explore la dynamique de ces gouttes dans un champ magnétique
tournant. Les gouttes sont examinées a ’aide de plusieurs approches - théoriques, expérimentales et de
simulations. Lorsque le champ magnétique tournant est faible et que la déformation de la goutte est pe-
tite, le mouvement de la goutte est calculé analytiquement. On constate que 1’évolution de la forme de la
goutte est régie par un systeéme de trois équations différentielles non linéaires. Dans la limite des petites
déformations, le mouvement de la goutte est qualitativement régi par un parameétre proportionnel au
nombre capillaire - le rapport entre la trainée visqueuse et la force de tension superficielle. L’observation
expérimentale de gouttes magnétiques obtenues par la séparation en deux phases liquides d’un ferrofluide
suit qualitativement la solution analytique, cependant, il y a une divergence quantitative significative.
Une simulation basée sur la méthode des éléments finis de frontiere est développée pour calculer la dy-
namique des gouttes jusqu’a des déformations moyennes. On constate qu’un bon maintien du maillage
est nécessaire pour produire des résultats de simulation précis. Un diagramme de phase est produit,
qui montre la dynamique des gouttes en fonction de l'intensité et de la fréquence du champ tournant.
Enfin, la dynamique collective des gouttes est examinée expérimentalement. Pour une certaine intensité
et fréquence du champ magnétique, les gouttes forment des ensembles rotatifs d’ordre triangulaire - des
cristaux rotatifs bidimensionnels. La dynamique de petits ensembles est reproduite en traitant les gouttes
comme des couples ponctuels.

Mots clés : Goutte, Ferrofluide, Méthodes des éléments finis de frontiere, Champ tournant

Abstract

Due to a combination of responsiveness to external magnetic fields and their deformability, magnetic
fluid droplets make an interesting material that has found many applications in microfluidics. This work
explores the dynamics of such droplets in a rotating magnetic field. The droplets are examined using
multiple approaches — theoretically, experimentally and using simulations. When the rotating magnetic
field is weak and the droplet’s deformation is small, the droplet’s motion is calculated analytically.
It is found that the droplet’s shape evolution is governed by a system of three nonlinear differential
equations. In the small deformation limit, the motion of the droplet is qualitatively governed by a
parameter proportional to the capillary number — the ratio of viscous drag to surface tension forces.
The experimental observation of magnetic droplets obtained by the separation of a ferrofluid in two
liquid phases, qualitatively follows the analytic solution, however, there is a significant quantitative
discrepancy. A simulation based on the boundary element methods is developed to calculate the dynamics
of the droplets up to medium deformations. It is found that good mesh maintenance is required to
produce accurate simulation results. A phase diagram is produced, which shows the droplet dynamics
depending on the rotating field strength and frequency. Finally, the collective dynamics of the droplets is
examined experimentally. For a certain magnetic field strength and frequency, the droplets form rotating
ensembles with a triangular order — two dimensional rotating crystals. The dynamics of small ensembles
is reproduced by treating the droplets as point torques.

Key words: Droplet, Ferrofluid, Boundary element methods, Rotating field
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