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Abstract

Aggregation and fragmentation mechanisms play a major role in the reactive
transport of colloidal particles especially in relation to contaminant transport
in porous media. In this thesis, we treat the aggregation and fragmentation in
the context of reaction-diffusion-advection systems. We use multiscale concepts
to develop a mathematical and numerical framework that can be useful in fore-
casting the transport of colloids. The focus of our research lies on the modeling,
analysis and simulation of multiscale reaction-diffusion systems taking place in
heterogeneous media.

We investigate the processes first at the pore level and then try to predict
their behavior on the observable macroscopic scales. As microstructure model,
we consider arrays of periodically distributed pores (i.e. cells with prescribed
inner geometry). We show the well-posedness of the microscopic system and then
apply both formal and rigorous periodic homogenization techniques to derive the
corresponding upscaled system together with explicit formulae for the effective
transport and reaction constants.

Within our modeling framework, we additionally treat the Soret and Dufour
effects, as the transport of colloidal particles can be influenced by the tempera-
ture gradients occurring in the medium, while the particles themselves carry heat
and influence the temperature distribution. This combination of transport terms
results in a cross-diffusion-like system, for which we prove the well-posedness and
study its numerical (a priori) analysis.

We show that our class of models is able to predict within the experimental
range the effect of colloid deposition on the transport of matter in soils. Essen-
tially, we have recovered the experimental results obtained by M. Elimelech and
collaborators in [61].

This thesis sets up a modeling framework which can be helpful in further
multiscale investigations of colloidal transport in heterogeneous media.
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Chapter 1

Introduction

1.1 Background

Particles with sizes less than 1 um are typically classified as colloids. If many
such colloids are present within a flow passing through confined regions, then
their interaction and dispersion affects the transport properties of the flow in a
non-trivial manner. As a rule of thumb, the stronger the colloidal interactions,
the more complex the flow behavior [31]. The analogy goes beyond non-living
particles — inspiration from the experimental and theoretical understanding of
colloidal systems has become nowadays a tool to explore living systems like
pedestrian flows (see e.g. [90]), growth of collagen networks (see e.g. [78]), and
transport in plant tissues (see e.g. [20]). If the host media are heterogeneous,
then challenges appear for both experimental and theoretical approaches; see for
instance [38] and [108].

This thesis focuses on the modeling, analysis and simulation of the transport
of colloids in heterogeneous domains (for instance, in porous media), with a
particular emphasis on aggregation, fragmentation, deposition, and the effects
induced by the presence of coupled fluxes.

It is worth noting that most of our considerations can be used to handle
similar aspects for conceptually different modeling scenarios (like the dynamics
of crowds within corridors or the self-assembly of polymeric networks). To fix
ideas and also to be able to validate our modeling approach, we study the case
of the transport and interaction of populations of finitely many size classes of
colloidal particles in porous media composed of arrays of periodically distributed
pores (microstructures). Paying special attention to aggregation effects between
size classes, and hence, to the granularity of the flow, this thesis can be seen as a
follow up research along the lines open in recent multiscale works, e.g., cf. |35],
[59], |108|, and |3§].

The main mathematical difficulties encountered in this framework are due to

e the presence of coupled fluxes (i.e. due to the Soret and Dufour effects);
e the nonlinearity of the Smoluchowski production term;

e the non-dissipative feature of the deposition component of the model;
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e the coupling induced by the structure of the production term by Henry’s
law.

Our working techniques, facing these difficulties, include basic estimates like
L, energy and positivity estimates, as well as fixed-point arguments, two-scale
convergence and compactness for periodic media together with a priori error
estimates on FEM Galerkin approximates very much in the spirit of V. Thomée;
see for instance [121] and references cited therein.

We look for a mathematically well-posed class of reaction-diffusion systems
that is able to describe at low spatial scales the motion, interaction, and depo-
sition of populations of colloids as well as their interplay with heat conduction
effects in media with microstructures. As ultimate goal, we wish to have an
upscaled version of such a model that is flexible enough to recover experimental
data, in a numerically efficient way in 2D and 3D situations. Once the trust in
such an upscaled model and numerical approximation tool is reached, multiscale
finite elements (MsFEM, see e.g. [56], [17]) way of thinking can introduce fluc-
tuations (microstructure information) back into the model equations improving
this way the chance of obtaining better predictions when highly heterogeneous
media are involved.

1.2 Synopsis of the thesis

The thesis is structured as follows:

Chapter [2] is devoted to the basic modeling of colloidal interactions, treated
at the pore scale. This is the place where the main reaction kinetics that couples
the system of equations is described in detail, including various parameters of
the continuous medium that influence these interactions. We also use this place
to discuss a prominent example of group formation in a particular type of a
pedestrian flow.

In Chapter [3] we focus on the deposition of colloids on grain surfaces within
a porous medium. We extend our microscopic model from Chapter [2] by adding
immobile species that live on the grain surface and describe their evolution. We
apply formal asymptotic homogenization techniques to the extended model. As
a result, we obtain an upscaled model with effective coefficients that depend on
the information from the microscopic scale. We perform simulation studies for
this basic model and compare the model output (profiles of colloidal populations)
with the experimental data by M. Elimelech and collaborators (see [60], [61]).

In Chapter [d we further extend the model from Chapter [3] by coupling the
existing microscopic system with heat conduction, leading the way to nonlinearly
coupled flux-like terms called in the literature the Soret and Dufour effects (see
e.g. [46]).

We study the well-posedness of this further extended system, and ensure the
positivity and L bounds on the concentrations and temperature. We are able
to prove here the global-in-time existence of solutions. As next step, we proceed
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with the averaging. We use two-scale convergence in the spirit of 1] (see also
195], |13], [86], [24]) to derive rigorously the corresponding upscaled system.

Chapter 5] presents the discretization techniques required to solve our problem
and comments on the details of using and extending the simulation platforms
DUNE [7] and deal.IT 5] to cope with the structure of our model equations.
Also, here we point out a few relevant implementation details.

The role of Chapter [f] is to ensure that the the discretization schemes used
in this thesis (cf. Chapter [2| and Chapter [3) lead actually to convergent finite
element Galerkin approximates. To this end, we prove the semi-discrete error
bounds for the FEM discretization of the thermal diffusion problem, followed by
the fully discrete error analysis.

Note that the Chapters[2]-[6]can be read independently. We conclude the the-
sis with Chapter [7] where we show a few conclusions of this work. Furthermore,
we point out a few open issues and possible future research directions.



Chapter 1. Introduction




Chapter 2

Modeling Aggregation and
Fragmentation in Homogeneous

Media

2.1 Introduction

Small particles with sizes within the range 1 — 102 nm are typically referred to
as colloids. A few concrete examples of materials that fall in this size range are
fine clay particles, iron oxides, humid substances, bacteria and viruses (see e.g.
[31], [80], |58]). Natural colloids have been found in large amounts in waters of
diverse geological environments |119]. They are mobile in groundwater and thus
can play an important role in the transport of contaminants |122]. Similarly,
they are important for the efficiency of drug delivery designs [87].

In suspensions, such populations of particles interact via basic attraction and
repulsion mechanisms (explained in detail in e.g. [31]) which finally lead to clus-
ters — groups of particles sticking together and having a joint evolution. These
clusters are subjected to aggregation and fragmentation depending on their dis-
tribution and the configuration of the medium in which they are suspended.

This Chapter discusses the mechanisms of colloidal aggregation and fragmen-
tation at the level of populations of colloids having a discrete distribution of sizes.
Although theoretically it is possible to handle the case of an infinite number of
sizes, we focus our attention to the practical case of finitely many size classes.
The main reason is that straightforward discretizations of the Becker-Doring
and/or Smoluchowski systems are natural mathematical models to describe the
evolution of a finite number of populations of colloids with distinct sizes [67].

Throughout this thesis, NV € N denotes the maximum size class allowed. In
the coming Chapters, this N should be seen as a fixed large number (for instance,
N = 1000 for collagen). Note however, that in most practical situations a small
value of N is sufficient. In other cases, it is legitimate to wonder what happens
when this threshold N goes to infinity. We do not touch this aspect here.

The Chapter is organized as follows. We present in Section[2.2]the basic mod-
eling of aggregation and fragmentation in homogeneous media of finitely many
discrete size classes. This is the bulk of the Chapter. The case of a heterogeneous
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media is much more complex and is addressed in the reminder of the thesis. In
Section 2.2] we decide to list a number of practical approximations of interaction
convolution integrals, their moments, etc. The list is far from exhaustive, but it
gives nevertheless a general impression on these common facts. We called them
"practical approximations" mainly because of their use and general acceptance
in the engineering community. We will used them in Chapter [3] to recover the
experimental data from [60]. Also, it is worth mentioning that these choices
are used in our implementations discussed in Chapter [5| Note however that the
mathematical analysis in Chapter [ and the numerical analysis in Chapter [ do
not rely on the precise structure of these particular approximations.

We close this part with an example of the application of the modeling method-
ology to a particular crowd dynamics scenario. We study group formation in
pedestrian flows moving in the dark, recovering this way the same cooperation
pattern as reported in [25|. The details of this example are explained in |90].

2.2 Background on aggregation and fragmenta-
tion of colloids with finitely many discrete
size classes

2.2.1 Population balance equations (PBE)

The foundations of aggregation modeling were laid down in the classical work
of Smoluchowski [115]. Here we assume that the colloidal population consists
of identical particles, called primary particles, some of which form aggregate
particles that are characterized by the number of primary particles that they
contain — i.e. we have uy particles of size 1, uy particles of size 2, etc. We refer
to each particle of size i as a member of the i*" species.

The fundamental assumption: aggregation is a second-order rate process |31],
i.e. rate of collision is proportional to concentrations of the colliding species.
Thus A;; — the number of aggregates (of size ¢+ j) formed from particles of sizes
1 and j per unit time and volume equals:

Aij = aijBijuiug. (2.1)

Here B;; is the collision kernel — a rate constant determined by the transport
mechanisms that bring the particles in close contact, while a;; € [0,1] is the
collision efficiency — fraction of collisions that finally form an aggregate. a;; are
determined by particle-particle interactions.

For example, when o = 0, the particles are fully stable and no aggregation
occurs. And when a = 1, the particles are fully destabilized and every collision
results in an aggregation. In (|119]) « has been suggested to be of order 10=% —
1075 in natural groundwaters and 10~ — 10° in seawater for hydrous oxides of
Si, Al, and Fe.
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From (<2.1)) it follows that the rate of change of concentration of k-sized
aggregates is

duk 1 o
a2 Z i Bijuitiy — uk Zakzﬂm‘ui, (2.2)

dt
i+i=k i=1

where uy,(0) are prescribed. The first term represents the gain in the £*" species
by collisions of i + j = k. The second term represents the loss of k** species due
to collisions with others.

2.2.2 Modeling of 3;;

The collision kernel 3;; is determined by a combination of three main transport
mechanisms:

Perikinetic (cf. [115]):

_ 2kT (di +d;)*

Bij = S did, (2.3)
Orthokinetic (cf. [115]):

Bij == éG(di + dj)?’; (2.4)
Sedimentation (cf. [39]):

Big = gy (s = P)di + )i = dy). (25)

Perikinetic aggregation results from that fact that colloids, due to their size,
undergo Brownian motion. The derivation of can be obtained by consid-
ering the rate of diffusion of spherical particles to a fixed sphere. Each particle
captured by the central sphere is removed from the suspension resulting in a
concentration gradient. After the steady-state is established, we can derive the
number of particles contacting the fixed sphere in unit time as the product of
surface area, diffusion and concentration. Then, it only remains to use the mu-
tual diffusion coefficient instead of the regular one since the central sphere is
also in motion.

Orthokinetic aggregation results when the fluid in which they are suspended
is subjected to shear. The movement of fluid brings more particles into contact,
resulting in aggregation.

Another mechanism that contributes to aggregation is the differential sedi-
mentation - the process when particles of different size are settling from a sus-
pension. Larger particles are sedimenting faster than smaller ones, and capture
them as they are falling. A comparison of perikinetic, orthokinetic and sedimen-
tation aggregation rates is given in Figure 2.1}



8 Chapter 2. Modeling Aggregation in Homogeneous Media
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FI1GURE 2.1: Comparison of rates for perikinetic, orthokinetic and sedimentation
aggregation mechanisms at room temperature in water. dg==8e-9 m, G=50 1/s.

In —, d; is the diameter of the i*" species, k is the Boltzmann con-
stant, T is the absolute temperature, u is the dynamic viscosity, G is the local
shear rate, p is the density of fluid, p, is the density of the aggregate, g is grav-
itation acceleration. Smoluchowski considered only the case of uniform laminar
shear, i.e. G = du/dz. Camp and Stein [19] have derived for a more general
case a mean velocity gradient:

G:= , (2.6)

€
v

where € is the power input per unit mass of fluid and v is the kinematic viscosity.
G can be inserted in place of G in . The relations and suggest that
a coupling of to heat conduction equation or the Navier-Stokes equation is
possible. We discuss the influence of heat on the colloidal transport in Chapter
While a one-way coupling through G being the solution of a Navier-Stokes
system is possible, it is beyond the scope of this thesis to investigate the influence
of colloidal particles on the flow of the fluid that they are dispersed in.

2.2.3 Fractal dimension

Except for the special case of liquid droplets that coalesce on aggregation, form-
ing a sphere of equivalent volume, aggregates generally have a porous structure
— they take up much greater volume than the number of primary particles that
constitute them.
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Aggregates are typically recognized as fractal objects see e.g. [85]. Due to
the fractal structure of the aggregates the collision diameters are larger than
that of volume-equivalent spheres. Self-similarity of the aggregate results in a
power-law relationship between the size and mass of the aggregate. The collision
diameter can thus be calculated as:

d; = doiTr (2.7)

where Dy is called the fractal dimension. For geometric reasons, it holds that
1 < Dp < 3. Note that Drp = 3 corresponds to entirely compact aggregates,
such as coalesced spheres. The lower Dy the more porous is the structure of the
aggregate. Typical experimental values of Dy range from 1.8 to 2.1, depending
on the transport mechanism and stability of particles.

2.2.4 Colloidal stability

The collision efficiency «;; and its reciprocal — the stability ratio W;; depend on
the interaction potential V;;(h) of particles ¢ and j at distance h. The stability
ratio was calculated by Fuchs [40]:

(oo}

wy—o [ h 2.8

i = /vawere P dtd, (2.8)
0

The theory of colloid stability of hydrophobic (lyophobic) colloid dispersions
most commonly accepted is that proposed by Derjaguin and Landau [28] and
Verway and Overbeek [125]. Based on this theory, the total potential energy V'
for the interaction for a two particle system is given by

V =Vr 4+ Vy, (2.9)

where Vg is the potential energy of repulsion, V4 is the potential energy of
attraction.
The potential energy of repulsion can be calculated approximately as indi-
cated by by Reerink and Overbeek |109]:
VE® = 3.469 x 102%(kT)*(ay? Jv*)e™ " (2.10)
=4.62 x 107 %(ary?/v?)e™ ™" = Ce ™",

where
vy=(e=1)/(e* +1), z = vey /2kT, (2.11)

T =kKa u= Hy/a,

In (2.10)-(2.11)), € - dielectric constant of the suspension, a - particle radius, v -

valency,
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K - reciprocal Debye-Hiickel double-layer thickness, Hy - particle separation, and
1, is Stern potential.
For the repulsion between two unequal spheres of radii a and b, we take

2b

ab aa

VP = —— x V . 1
R = VR b>a (212)

The potential energy of attraction for two spherical particles of equal size
has been given by Hamaker (see |50], [120]) as

A 1 1 x? 42z
yea— _ 2 21 : 2.13

4 12<x2+2m+x2+2x—|—1+ na:2—|—2x+1) (2.13)
where x = p/2.

In (2.13), A is the Hamaker constant (tabulated in [80, A9.1]), which for particles
of first material immersed in a liquid medium of second material is given by:

A= (VA — VAn). (2.14)

V4¢P for unequal spheres can be calculated as in (2.12)

2.2.5 Fragmentation / breakage mechanism

The discrete coagulation-fragmentation equation is described in [117], for in-
stance, as follows:

N

dup 1
7 "3 Z Bijuiu; — up Zﬁkiui
i+ji=k i=1
N
— bk + Y dyibius, (2.15)

i=k

where by, - fragmentation rate of flocs of size k, d; - breakage distribution defining
the volume fraction of the fragments of size k& coming from i-sized particles
(see e.g. [64], [101] for details). We denote by N the largest size class that
we consider. Although is just a system of ODEs, i.e. there’s no space
component involved, it still is challenging to solve numerically, since N can be
very large, reaching millions in some cases. To see this, consider an aggregate
as a lattice for primary particles. Allowing for the aggregate to be 200 primary
particles-wide in each direction (which is allowable by the 1 — 1000 nm colloidal
range), the largest aggregate can contain 2003 primary particles. A few methods
to reduce the amount of unknowns to make the system computationally
tractable are discussed in Chapter [5]

2.2.6 The advection-diffusion-reaction equations

Different aggregates have varying size, which allows us to prescribe different
diffusion coeflicients Dy, to the species according to Einstein-Stokes relation (see,
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e.g. [30]). The advection rates ¢ can also be influenced by the particle size (c.f.
[84], |114]) The resulting transport equation is:

N
duk 1
g =V - (DxVui — cpug) + B iJrzj;k Bijuit; — g, ; Briti
N (2.16)
— kak + Z dkzbzuz
i=k

The system has to be completed by the appropriate initial and boundary
conditions. These equations are discussed in more detail in Chapter [3] It is
worth noting that equations (the so-called Smoluchowski system) can be
derived rigorously from an interacting particle system as described in [47].

2.3 Application to the modeling of group forma-
tion in pedestrian flows

Inspired by the modeling of charged colloids transport in porous media (see
e.g. [68,/106]), we consider now a system of reaction-diffusion equations describ-
ing the aggregation and fragmentation (dissolution) of social groups (groups of
pedestrians); the ith variable in the vector of unknowns represents the specific
size of the subgroup ¢ (density of the i-mer u;). Here u; — density of crowds of
group size one (individuals), us — density of groups of size two, and so on until
upy are the corresponding Radon-Nikodym derivatives of suitable measures (see
the Appendix of [90]).
The following equations describe our system:

N-1 N

at’llq + V- (*dlvul) = —UuU Z ﬁzul + Zaiui — Blulul —+ QU (217)
1=1 1=2

Oiug +V - (—dgVUg) = Blulul — 52U2U1 “+ a3uz — QU9 (218)

8tuN_1 + V- (7dN_1qu_1) = 51\/_211,]\]_211,17 (219)

— BN_1UN-1U] + ANUN — ON_1UN_1] (2.20)

Owuny + V - (—deuN) = BN_1UN_1U] — ANUN. (2.21)

This system of partial differential equations indicates that groups diffuse in-
side Q. If the groups meet each other, then they start to interact via the mech-
anism suggested by the right-hand side of the system (aggregation or fragmen-
tation being the only allowed interaction behaviors). Note that the aggregation
mechanism in — is a simplification of the Smoluchowski mechanism
in which species aggregate only if one of them is of size one (the Becker-Déering
dynamics). From the modeling point of view, it means that only individuals
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are allowed to join a group, i.e. two groups that meet keep going their separate
ways. We take as boundary conditions

up =0 onI'p (2.22)
—d1Vu1-n=20 on 0N\ T'p (2.23)
—d;Vu; n =0 on 99, € {2,...,N}, (2.24)

while the initial conditions at t = 0 are

u =M in Q (2.25)
u =0 in Q,i€{2,...,N}. (2.26)

These boundary conditions model the following scenario: only the population of
size one is allowed to exit, all the other groups need to split in smaller groups
close to I'p. In , M > 0 denotes the initial density of individuals, the
total number [of pedestrians| in the system being [, SN iu;. The total mass
at t = 0 is M|Q|. Note that indicates that, initially, groups are not yet
formed. Group formation happens here immediately after the initial time. As
transport mechanism, we have chosen to use Fickian diffusion fluxes to model
the mesoscopic erratic motion of the crowd [with all its N group structures]
inside the corridor €.

Similarly to the case of moving colloidal particles in porous media (cf. for
instance 68| and references cited therein), we take as reference diffusion coef-
ficients the ones given the Stokes-Einstein relation, i.e. the diffusion coefficient
of the social conglomeration is inversely proportional to its size as described
by d; := % (which would correspond to the colloidal particles diffusion in 2D)
for any ¢ € {1,...,N}; see for instance [30]. In contrast to the case of trans-
port in porous media, we assume that no heterogeneities are present inside €.
Consequently, the diffusion coefficients are taken here to be independent of the
space and time variables. If heterogeneities were present (like it is nearly always
the case e.g. in shopping malls), then one needs to introduce concepts like local
porosity and porosity measures as in [33]; see [22] for a related scenario discussing
stochastically interacting self propelled particles within a heterogeneous media
with dynamic obstacles. We restrict ourselves here to the case of homogeneous
corridors.

We take the degradation (dissociation, group splitting) coefficients o; > 0
(1 € {2,...,N}) as being given constants, while for the aggregation coefficients
we use the concept of social threshold. We define

i i<T
Bi = (2.27)
1 i>T,

where T € (0,00) is the social threshold. Essentially, using (2.27) we expect
that the choice of T essentially limits the size of groups that can be formed by
means of this Becker-Doéring-like model. In other words, even if large values of
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N are allowed (say mimicking N — oo) most likely groups of sizes around |T|
will be created; here |p| denotes the integer part of p € R. For an analysis of
Becker-Doring-like models see e.g. |118].

For the numerical examples illustrated here, we consider N = 20 species
waking inside the corridor @ = (0,1) x (0,1). On the boundary 02, we design
the door I'p = {(z,y) : * = 0,y € [0.4,0.6]}, while the rest of the boundary
00\ I'p is considered to be impermeable, i.e. the pedestrians cannot penetrate
the wall 9Q\ T'p.

The goal of our simulation scenarios is to provide insight into whether it’s
beneficial to group up when exiting the building, or it’s better to go alone. To see
this we compare the exiting flux of people averaged over large time for various
values of the social threshold T

To solve the system numerically, we use the library DUNE and rely on a 2D
Finite Element method discretization (with linear Lagrange elements) for the
space variable, with implicit time-stepping. Note that we allow only crowds of
size one, i.e. u1, to exit the door. For larger group sizes the door in impenetrable.
Such groups need to dissociate first and then attempt to exit. We choose constant

degradation coefficients and take as reference values «; = 0.7 (i € {1,...,N}).
6
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FIGURE 2.2: Outgoing flux with respect to initial density.

As we can see from Figure the outgoing flux (close to the steady stateEI)
exhibits a polynomial behavior with respect to the initial number of people,
where the polynomial exponent is influenced by the choice of the threshold T'.
It seems than the higher the threshold, the smaller is the polynomial power.
This effect is rather dramatic — it indicates that, regardless the threshold size,
behaving/moving gregariously is less efficient that performing random walks.

Figure [2.3] shows that there’s no apparent saturation for the outgoing flux
with respect to the mass: the growth goes on in a polynomial fashion. The linear

IThe mass exiting the system is re-inserted into € following a uniform distribution.
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outgoing flux
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0 1000 2000 3000 4000 5000 6000 7000 8000
initial concentration of individuals

FI1GURE 2.3: Outgoing flux for T' = 5 versus large initial data M — oo.

behavior has been obtained by setting to zero the aggregation and degradation
coefficients.

In Figure we see that the influence of variable diffusion coefficients is
marginal; since a lot of mass exchange is happening in terms of species uq,
setting all the other coefficients ds, ..., dyx to be lower than d; = 1 (i.e. bigger
groups move somewhat slower than individuals) does not affect the output too
much. Probably, the effect of diffusion could be stronger as soon as the effective
diffusion coefficients are allowed to degenerate with locally vanishing w;; this is
a situation that can be foreseen in a modified setting [48].

60

outgoing flux

L L L
0 5 10 15 20 25 30
initial concentration of individuals

FIGURE 2.4: Homogeneous diffusion (c¢) and Stokes-Einstein diffusion (e). Note
that the profiles are overlapping very closely.
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FIGURE 2.5: Steady-state mass distributions. Pile-up effect around group size
T.
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FIGURE 2.6: Clusters behavior close to the exit. The case of u;—uq4.

In Figure [2.6] we see the mass escaping from the clusters u;—uy in the neigh-
borhood of the exit. Note the dramatic change in u; compared to what happens
with the other group sizes. It is visible that large group have to stay in the
queue until the small groups exit.

On the other hand, we can see in Figure how the crowd breakage directly
influences the outward flux. Essentially, a faster splitting of the groups tends to
increase the averaged outgoing (evacuation) flux. This effect is due to our choice
of boundary conditions at the exit.

Our results here are in agreement with the results of [25], which use a lattice
model to investigate pedestrian flows. Their cellular automata model uses a 2D
lattice with any number of individuals allowed to occupy each site. At each time
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FiGURE 2.7: Comparison of outgoing flux for different values of degradation
coefficients a.

tick, the probability of each individual moving in one of four directions is based
on the amount of individuals in these directions and the social threshold.

A challenging question is to derive the mean field limit of the lattice model
and compare it to our model. Another interesting question is the coupling of the
lattice model and our model within a single multiscale network. More discussions
on these topics are given in [90]. It is also of interest to try derive the reaction
coefficients from a psychological point of view using cognitive group dynamics
[26].
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Chapter 3

Modeling Deposition of Colloids in
Porous Media

3.1 Introduction

The dynamics of colloidal particles plays a significant functional role in a number
of technological and biological applications, such as waste water treatment, food
industry, printing, design of drug delivery; see e.g. [100 [110]. The existing
literature on colloids and their dynamics is huge. Here we only mention that
the self-assembly of collagen structures (basic component of the mechanics of
the human body) together with secondary nucleation effects have recently been
treated in [78|, starting off from an interacting particle system for colloids. A
detailed discussion of the main principles of aggregation mechanisms can be
found in |102], while a thorough analysis of the aggregation in terms of ordinary
differential equations can be found e.g. in [18].

The central topic of this chapter is the treatment of the aggregation and
deposition of colloids in porous media (particularly, soils) that has been recently
shown to be a dominant factor in estimating contaminant transport; see [122].
Essentially, one supposes that that the presence of colloidal aggregation strongly
affects the deposition rates on the pore (grain) boundary. Similar aggregation
(group formation, cooperation) patterns can emerge also in pedestrian flows
strongly affecting their viscosity [90]. Previous investigations on contaminant
dynamics in soils, yet not accounting explicitly for aggregation, can be found,
for instance, in [65] and [123].

Our aim here is to study the influence of multiscale aggregation and deposi-
tion on the colloidal dynamics in a saturated porous medium mimicking a column
experiment performed by Johnson, Sun and Elimelech and reported in [61]. For
more information on this experimental context, we refer the reader also to Refs.
|79} 160]. To get more theoretical insight in this column experiment, we proceed
as follows: As departure point, we assume that at the pore scale we can model
the aggregation of colloids by the Smoluchowski equation. Consequently, the col-
loidal mass is distributed between different size clusters. We treat these clusters
as different species involved in a coupled diffusion-advection-reaction system.
This modeling procedure allows for different material properties to be varied
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between the different species, specifically the rates of diffusion, aggregation, de-
position as well as the advection velocities. As next step, we apply the periodic
homogenization methodology to give insight into the effective coefficients of the
upscaled model equations. Finally, for a set of reference parameters, we solve
the upscaled equations for different choices of microstructures and investigate
the influence of aggregation on both transport and deposition of the colloidal
mass, validating in the same time our methodology and numerical platform by
means of the results from [61].

The outline of the chapter is as follows: In Section [3.2] we set up a micro-
scopic pore-scale model for aggregation, diffusion and deposition of populations
of colloidal particles. In Section [3.3] the microscopic model is nondimensional-
ized. One of the small dimensionless numbers pointed out therein (denoted by
g) connects a ratio of characteristic time scales of the process to the relevant
microscopic and macroscopic length scales arising in the system. In Section [3.4]
we use the concept of two-scale asymptotic expansions to obtain in the limit
of small £ an equivalent macroscopic model together with the corresponding ef-
fective coefficients. We conclude the chapter with a few numerical multiscale
experiments and discussions on further work (cf. Section and Section .

3.2 Microscopic model

The foundations of the modeling of colloids aggregation and fragmentation were
laid down in the classical work of Smoluchowski [115]. A nice overview can be
found, for instance, in [31]. The role of this section is to introduce our modeling
Ansatz on the second order kinetics describing the colloidal cluster growth and
decline, the functional structure of the deposition rate, as well as the assumptions
on the microscopic diffusion coefficients for the clusters.

3.2.1 Aggregation and fragmentation of clusters

We assume that the colloidal population consists of identical particles, called
primary particles, some of which form aggregate particles that are characterized
by the number of primary particles that they contain — i.e. we have u; particles
of size 1, uy particles of size 2, etc. We refer to each particle of size i as a member
of the i** species (or of the i—cluster).

The fundamental assumption behind this modeling strategy is that aggrega-
tion can be perceived as a second-order rate process, i.e. the rate of collision is
proportional to concentrations of the colliding species. Thus A;; — the number
of aggregates of size i + j formed from the collision of particles of sizes i and j
per unit time and volume, equals:

Aij = YijUiUy, with (31)
’Yij = aijﬁij- (32)

Here (;; is the collision kernel — rate constant determined by the transport
mechanisms that bring the particles in close contact, while a;; € [0,1] is the
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collision efficiency — the fraction of collisions that finally form an aggregate. The
coeflicients c;; are determined by a combination of particle-particle interaction
forces, both DLVO (i.e. double-layer repulsion and van der Waals attraction)
and non-DLVO, e.g. steric interaction forces (see 28], [50]).

A typical choice for «;; and B;; can be found in for instance in [68]. The
interaction rates (written in the spirit of balance of populations balances as
reaction rates) should then satisfy

1 oo
Ri(u) = 5 > aiiBiuitg —uk Y agiBritii, (3.3)
i+j=k i=1
where u = (ug,...,un,...) is the vector of the concentrations for each size class

i€{l,...,N} for a fixed choice of N.

3.2.2 Diffusion coefficients for clusters

We take the diffusivity d; of the monomers as a baseline. All the other diffusiv-
ities are here assumed to depend on d; in agreement with the Einstein-Stokes
relation

T
" 6mry

The cluster diffusion coeflicients d; arising in are designed for the diffusion
of spherical particles through liquids at low Reynolds number. In , T denotes
the absolute temperature, k is the Boltzmann factor, 7 is the dynamic viscosity,
while r; is the aggregate (i-mer, i-cluster) radius. Note the following dependence
of the aggregate radius r; on the number of monomers contained in the i-cluster:

(3.4)

rs = iPFry, (3.5)

with Dg being a dimensionless parameter called the fractal dimension of the
aggregate |85]. Dy indicates how porous the aggregate is. For instance, a
completely non-porous aggregate in three dimensions, such as coalesced liquid
drops, would have Dp = 3. Combining and , we obtain:

1
d; = T di, iE{l,...,N}. (36)

1PF

3.2.3 Deposition rate of colloids on grain surfaces

The colloidal species u;, defined in Q (see Figure , can deposit on the grain
boundary of the solid matrix I" C 91, transforming into an immobile species v;,
defined on I'. This means that the colloids of different size can be present both
in the bulk and on the boundary. The boundary condition for I" then looks like:
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The structure of F; can be quite complex, as seen e.g. in [89], but at this stage,
we assume the deposition rate F; to be linear, which is also a valid modeling
choice under certain conditions (c.f. [61]). Namely we take

Fi(us, i) = aiu; — bjv;, (3.8)

this resembles the structure of Henry’s law acting in the context of gas exchange
at liquid interfaces [9]. In Section we will also consider a non-linear choice
of F;.

3.2.4 Setting of the microscopic model equations

Collecting the modeling assumptions from Section Section [3:2.2] and Sec-
tion [3:2.3] we see that the microscopic system to be tackled in this context is as
follows:

Find (uq,...,un,v1,...,vyN) satisfying
Ou; + V- (=d;Vu,;) = R;(u) in Q, (3.9)
Ov; = a;u; — b, on I, (3.10)
with the boundary conditions
—d;Vu; -n = a;u; — b;v; on I, (3.11)
—d;Vu; -n=0 on I'y, (3.12)
U; = Uip onI'p, (3.13)
and the initial conditions
u; (0, ) = ud (z) for z € Q, (3.14)
v;(0,2) = v () for x € T. (3.15)

3.3 Nondimensionalization

Let 7, x, d, ug, vo, and ag be reference quantities. We choose the scaling t := 7%,
Tr = X,f, dz = dCZ“ U; = ’U,oai, v; = Uof)i, a; = aodi, and b, = %b}
As reference quantities, we select x := L, d := dj, up := max{u;p,u;p : i €
{1,...,N}}, and vp := max{vyp : 5 € {1,...,N}}.

Note that we need to distinguish between ug and vy since they have dif-
ferent dimensions, i.e. volume and surface concentration, respectively. After
substituting these scaling relations into — and dropping the tildes, we
obtain:

d
Opu; + %V (=diVu;) = Tuofr1 Ri(u) (3.16)
L
—CZZVU,z n = aOT(CLZUZ - bﬂ]z) (317)
8151)1‘ = @UQ(G/{U@ — bi’l)i). (318)

Vo
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Here R;(u) is a rescaled version of (3.3)):

Ri(u) = 3 Z 0 Bijuiug — ukZak,ﬁkzul . (3.19)

Bu P

This nondimensionalization procedure involves three relevant dimensionless num-
bers. We denote by ¢ our first dimensionless number, viz.

(loL
= — 3.20
= (3.20)

For our particular scenario, the dimensionless number ¢ takes a small value
(here € = 7.61e-7). We refer to € as the homogenization parameter. The factor €
is used to take the different scalings of surfaces and volumes into account and thus
to allow for a reasonable and meaningful homogenized model, see (|54, p. 130]). It
can be seen as the ratio of the characteristic time scales of deposition of particles
and macroscopic diffusion. In Section [3.4] we treat € as the r2atio of characteristic
aglL

P

lpore

micro-macro length scales, ¢ = , where lpore = Furthermore, we
choose to scale the time variable in the system by the characteristic time scale
of diffusion 7 := %2 of the fastest species (i.e. the monomers). This particular
choice of time scale leads to two further dimensionless numbers:

o the Thiele modulus

L2
A= F’Uloﬁll (321)
e the Biot number 2
Uo
Bi:=ag——. .22
1= ao d v (3 )

According to our reference parameters, we estimate that A = 42.91 and Bi =
7.6914e-08. The order of magnitude of the Thiele modulus A indicates that
the characteristic reaction time is small compared to the characteristic time of
monomers diffusion, the overall reaction-diffusion process being with this scaling
in its fast reaction regime. The order of magnitude of the Biot number Bi points
out the slow deposition regime. Essentially, since % = O(1), we have Bi =
O(e). To remove a proportlonahty constant in the scaled boundary condition

, we take L := uo.
inally, we obtain the following dimensionless system of governing equations:

O, + V- (—d;Vu;) = AR;(u) in Q, (3.23)

Ov; = Bi(azu; — bv;) onT, (3.24)
with the boundary conditions

—d;Vu; - n = e(au; — bv;) onT, (3.25)

—d;Vu; - n=0 on 'y, (3.26)

wi(t,x) = un(t, z) onI'p, (3.27)

Uo
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and the initial conditions

0

u;(0,2) = U () for x € Q, (3.28)
Uo
0

0i(0, ) = L) for = € I, (3.29)
Vg

3.4 Derivation of the macroscopic model

In this section, we suppose that our porous medium has an internal structure
that can be sufficiently well approximated by an array of periodically-distributed
microstructures. For this situation, starting off from a partly dissipative model
for the dynamics of large populations of interacting colloids at the pore level
(i.e. within the microstructure), we derive upscaled equations governing the
approximate macroscopically observable behavior. To do this, we employ the
technique of periodic homogenization; see, for instance, . In what
follows, we apply the technique in an algorithmic way, giving complete and
explicit calculations.

3.4.1 Colloids dynamics in structured media. The periodic
homogenization procedure

The porous medium €2¢ that we consider is modeled here as a composite periodic
structure with € > 0 as a small scale parameter, which relates the the pore length
scale to the domain length scale. QF is depicted in Figure 3.0 We assume in
this context that this scale parameter is of the same order of magnitude as ¢
introduced in . Note in Figurethe periodic array of cells approximating
the porous media under consideration. Each element is a rescaled (by ) and
translated copy of the standard cell Y.

HEENEEDNDNENDE
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F1GURE 3.1: Microstructure of Q°. Left: isotropic case; Right: anisotropic case.
Here Y;; is the periodic cell.
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(0,7) = time interval of interest

Q = bounded domain in R"

oN =TI'r UT'y piecewise smooth boundary of Q, TrNTNn =0
€; = 4th unit vector in R” (n =2 or n = 3)

Y ={>" Niéi: 0< X <1} unit cell in R™

Yo = open subset of Y that represents the solid grain

Y1 =Y \Y,

r = 0Y) piecewise smooth boundary of Yj

Xk =X+>7" ki€, where k € Z" and X C Y

TABLE 3.1: e-independent objects.

Q5 =U{eYF: YF C Q5 k € Z"} array of pores
Q° =0\ Q, matrix skeleton

I'* = 0Qf pore boundaries

TABLE 3.2: e-dependent objects.

Note that Figure [3.1] we use the term "isotropic" loosely. What we mean is
that the medium is symmetric in the Cartesian x and y directions.

As customary in periodic homogenization applications, we introduce the fast
variable y := x/e¢ and let all the unknowns be represented by the following
expansions:

uf(z) =uo(x,y) +eua (@, y) + uz(w,y) + O(%), (3.30)

ve(z) =wvo(x,y) +evi(z,y) + 2va(x,y) + O(3).

The asymptotic expansions can be justified by means of the concept of two-
scale convergence by Nguetseng and Allaire; see Chapter [4] for the mathematical
analysis of a more complex case including also thermal effects, and [55] for a
closely related scenario.

Now, taking into account the chain rule V :=V, + %Vy, we get:

Vui = e Vyuig + " (Vouip + Vyui ) + &' (Vaoui, + Vyugs) + O0(e?).

?

Vot = 5*1Vyvi570 + so(va;O + Vyuii) + 51(vaf71 + Vyui,) + 0O(£?).

7



26 Chapter 3. Modeling the Deposition of Colloids in Porous Media

This gives us the following diffusion term:
V- (di(y)Vu5) = 72V, - (di(y) Vyus o)
+e N di(y) Ve - Vyuso + Vy - (di(y)Vausg) + Vy - (di(y) Vyus 1))
+&%(di (y)AuS o + di(y) Vo - Vyus
+Vy - (di(y)Vousy) + Vy - (di(y)Vyus ) + O(eh).
Collecting the terms with ¢ =2 gives:
Vy - (di(y)Vuig) = 0.

Recalling that this PDE with periodic boundary conditions has a solution unique
up to a constant, we get uf, = uf (). Consequently, we have V,ug, = 0.

The terms with e ! can be arranged as

Vy - (di(y)Vyuii) = =Vydi(y) - Vauio. (3.31)

Let w;(y) solve the following cell problem endowed with periodic boundary
conditions:

Vy - (di(y)Vw;) = —(Vd;(y)), je{l,....dh,yeY (3.32)
Using ([3.32)), we can express the first order term in (3.30) as:
ug 1 (2,y) = w(y) - Vugo(2) + ug 1 (2), (3:33)

where the function u; ; (z) does not depend on the variable y. Note that
Vyuii(@,y) = Vu(y) - Vugo(z). (3.34)
The terms with €0 give:

s o =d;i(y)Au; o + di(y)Vw(y) : VVu;
+ Vy - (di(y)Vaus + di(y)Vyusi ) + AR; (uo).

Integrating over Y and noting that |Y| =1 yields:

5o =D : VVu o — / di(y)(Vaui; + Vyus,) - ndo(y) + AR;i(uo). (3.35)
oy

The upscaled diffusion tensors D; := [Dijk] reads:

Dijk:/Ydi(y)(éjk—l—aijk(y))dy Pe . NYjke{l....d. (336

Because of the periodic boundary conditions, the active part of Y is only T'.
Here we have:

Bl y =By : VVuS,y — / di(y) (Vs + Vs 5) - ndo(y) + ARi(up).  (3.37)
I
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The boundary term in (3.37) can be expressed recalling the corresponding de-
position boundary condition:

—d;Vu; - n = e(aiu; — bvi) (3.38)
Using the prescribed asymptotic expansions, (3.38]) becomes:

_di(y)(g_lvyuf,o + 50<Vzuf,o + Vyui ) + El(vafJ + Vyuio)) - n
= a5 (y)(e'uf g+ %uf ) — b5 (y)(e'vf + £%05) + O(?).

Consequently, we obtain
(Y)Y, + Vs ) - = a (y)us g — b (y)0s.
Finally, the upscaled equation for u; reads:
Opu; — V - (D; V) + Aju; — Biv; = AR; (). (3.39)

Note that the microscopic surface exchange term turns as € — 0 into the macro-
scopic bulk term A;u; — B;v;. Furthermore, the upscaled equation for v; is

8151]1‘ = A1u1 — Bi’l)i, (340)

where the effective constants A; and B; are defined by

A; = BiAai(y) do(y) (3.41)

and

B; = Bi/rb,-(y) do(y). (3.42)

Summarizing, the upscaled system describing the macroscopic dynamics of
the colloids is:

Oy — V- (D; V) + Aju; — Biv; = AR;(u)  in Qie{l,...,N}  (3.43)
Oy = Aju; — Biv; inQie{l,...,N}  (3.44)
— (DiVu;) -n = f; onTp,ie{l,...,N} (3.45)
U; = UiD onTp,ie{l,...,N} (3.46)
u(+,0) = u) inQ,ie{l,...,N} (3.47)
v;(+,0) =) inQ,ie{l,...,N}. (3.48)

3.4.2 Computation of the effective diffusion tensors D; =
D

We rely on equation (3.36]) to approximate the main effective transport coeffi-
cients — the effective diffusion tensors Dj;;; responsible in this scenario for the
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transport of the N species of colloids. See Table for a calculation example
(notice the symmetry of the tensors corresponding to the isotropic case).

Figure and Figure show the solutions to the cell problems for
the isotropic and anisotropic geometry case, respectively. The 2D solver for
elliptic PDE with periodic boundary conditions needed for these periodic cell
problems was implemented in C++ using deal.II Numerics library; see |5| for
details on this platform.

FIGURE 3.2: Solutions to the cell problems that correspond to isotropic periodic
geometry (Figure left). See Table for the resulting effective diffusion
tensor.

FIGURE 3.3: Solutions to the cell problems that correspond to anisotropic pe-
riodic geometry (Figure right). See Table for the resulting effective
diffusion tensor.

Controlling the cell functions allows us also to approximate the tortuosity
tensor in a direct manner, avoiding complex analytical calculations hard to jus-
tify theoretically or experimentally; compare e.g. with Ref. . An example in
this sense is shown in Figure [3.4] To obtain it, we use the relation

]Dl = deﬂT*v
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Isotropic Anisotropic

0.75 0.171476
0.171476 0.75

0.817467 0.0786338
0.214942  0.817467

Dy =

D, =

TABLE 3.3: Examples of effective diffusion tensors corresponding to the first
species (i.e. to the monomer population) for the two choices of microstructures
shown in Figure 3.1

where d; is a scalar diffusion coefficient, ¢ is the porosity, and T* is the tortuosity
(see |10], e.g.) and the fact that for the microstructures shown in Figure
we know that the porosity for the isotropic case is 0.75, while the porosity
for the anisotropic case amounts to 0.85. We refer the reader to [59] for more
numerical examples of multiscale investigations of anisotropy effects on transport
in periodically perforated media.

Isotropic Anisotropic

0.2286 1.0000

Fo_ |10000 0.2286| g, _
0.2529 0.9617

0.9617 0.0925]

TABLE 3.4: Examples of effective tortuosity tensors corresponding to the first
species (i.e. the monomer population) for the two choices of microstructures
shown in Figure [3.1]

As soon as the covering with microstructures lacks ergodicity and/or station-
arity, such evaluations are often replaced by efforts to calculate accurate upper
bounds on the prominent effective coefficients; see Ref. [86], for instance, for
details in this direction.

3.4.3 Extensions to non-periodic microstructures

One can relax the periodicity assumption on the distribution of the microstruc-
tures. Instead of promoting the stochastic homogenization approach (cf. Ref.
[127], e.g.) which is prohibitory expensive from the computational point of view,
we indicate two computationally tractable cases: (1) the locally periodic arrays
of microstructures (see |15, 34, 92|) and (2) the weakly stochastic case (see [76]
and references cited therein). We will show elsewhere not only how our model
formulation and asymptotics as € — 0 translate into the frameworks of these two
non-periodic settings, but also the way the new effective transport coefficients
can be approximated numerically.
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3.5 Simulation studies

In this section, we study how aggregation affects deposition during the trans-
port of colloids in porous media. Within this frame we work with a reference
parameter regime pointing out to the fast aggregation — slow deposition regime,
that is high A and low Bi.

We take the model from [61] as the starting point of this discussion and aim
at recovering their results. We interpret all coefficients from [61] in terms of our
effective coefficients obtained by the asymptotic homogenization performed in
Section [3:4] As main task, we search for new effects coming into play due to
colloids aggregation.

The model for the evolution of the single mobile colloid species n(z,t) and
the surface coverage of the porous matrix by the immobile colloids 6(x,t) (that
corresponds to the amount of mass deposited) is as follows: Find the pair (n, 6)
satisfying the balance equations

on = —Up - Vn + Dy An — %8t97 (349)
mal
00 = 71'(112,ImB(9)7 (3.50)

with the switch boundary conditions

t t
n(t,0) = 40 tE0t] (3.51)
0 t>1g
on
L) = .52
) =0, (352)
and initial conditions
n(0,z) =0, (3.53)
0(0,2) =0, z € [0, L]. (3.54)

Here v, is the interstitial particle velocity of the suspended colloids, Dy, is the
hydrodynamic particle dispersion, a, is the particle radius, while f is the specific
surface area. tg is the switching off time in the boundary condition.

Given a column of cross-section surface S and height Z randomly packed
with spherical collector beads of radius a. and porosity (void volume fraction) ¢
typically of order of 0.4, f can be calculated (cf. [104]) as the ratio of the total
surface area of all beads in the column to the void volume ¢ZS. For spherical
beads of uniform radius, the specific surface area f is

3(1-9¢)
= —" 3.55
1) = 2o (3.55)
The dynamic blocking function B(6) arising in (3.50|) accounts for the transient
rate of particle deposition. As the colloids accumulate on the surface of the
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Interstitial particle velocity
Hydrodynamic dispersion coeflicient
Particle radius

Specific surface area
Collector grain radius

Pore radius

Darcy velocity

Porosity

Dispersivity parameter
Kinetic rate constant
Characteristic length
Characteristic time

Initial concentration

v = 42— (-2

Dy, = fDT‘” + arvp

ap, = 0.15 [um]
7=

a. = 0.16 [mm)

ro = (1.1969¢ — 0.1557)a.
U=1.02x10"*[m/s]

¢ =0.392[—]

ar = 0.692 [mm)]

k=0.25nU =5 x 1077 [m/s]
L =0.101 [m]

to = 5445 [s]

no = 5.58 x 108 [em~?]

TABLE 3.5: Reference parameters for simulation studies. The numerical values
are taken from [61].

porous matrix, they exclude a part of the surface, limiting the amount of sites
for further particle attachment.

We used the Finite Element Numerics toolbox DUNE |[7]| to implement a
solver for the model. We employed the Newton method to deal with the non-
linearities in the aggregation term (counterpart of R(-) cf. Section and in
the blocking function term (here denoted by B(-)). An implicit Euler iteration
is used for time-stepping.

The first results of our simulation with the reference parameters indicated
in Table [3.5 are shown in Figure Essentially, a single-species system (3.49)-
is compared to a two-species system with a square pulse going from one
side of the domain for a fixed amount of time in the first species only. The
resulting breakthrough curves are plotted. It is of interest to compare the break-
through curves for the total amount of mass going through, no matter if it is in
the form of small or large particles. As we can observe, there is a perceptible dif-
ference between the two curves, being the mass for the two-species case coming
in slower. This is due to larger particles having higher affinity for deposition.

Let us focus now our attention on a specific aspect of the deposition pro-
cess, namely on the effect of the dynamic blocking functions. The context is as
follows: The rate of colloidal deposition is known to go down as more particles
attach themselves the the favorable deposition sites of the porous matrix; see,
for instance, |79] and references cited therein.
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FIGURE 3.4: Simulation comparison for a single species system wversus an ag-
gregating system. The straight line is the breakthrough curve for the colloidal
mass for the problem without aggregation. The dashed line is the breakthrough
curve for the colloidal mass for the problem with aggregation. It is obtained by
summing mass-wise the breakthrough curves for the monomers u; and dimers
Uusg.

One of the choices for the blocking function in corresponds to Lang-
muir’s molecular adsorption model [75]. It is an affine function in terms of 0,
reaching the maximum of 1 when the fraction of the surface covered is zero. In
other words, B(-) is defined as

B(0) =1 — Bo. (3.56)

For the simulations, we used the value 8§ = 2.9. This corresponds to the
hard sphere jamming limit 6., = 0.345, which is specific to spherical collector
geometry and the experimental conditions described in [60].

A simulation example of our balance equations —3.54 with the Lang-
muirian blocking function is shown in Figure [3.5

Another choice is the RSA dynamic blocking function as developed in [112].
RSA stands for "random sequential adsorption". The RSA blocking choice is
based on a third order expansion of excluded area effects and can be used for
low and moderate surface coverage. Here B(f) is defined as:

B(6) := 1 — 46,80 + 3.308(00 36)° + 1.4069(6036). (3.57)
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Here, 6., is the hard sphere jamming limit. A simulation example of the bal-
ance equations (3.49)-(3.54) including the RSA blocking function is shown in
Figure [3.6

2
¥,
2

!

mass in the system
»,

F1GURE 3.5: The effect of the Langmuirian dynamic blocking function on the
deposition (right) wersus no blocking function (left). w; and ug are the break-
through curves, while v; and vy are the concentrations of the deposited species.

mass in the system
2
»,
L

!

F1GURE 3.6: The effect of the RSA dynamic blocking function on the deposition
(right) versus no blocking function (left). u; and ug are the breakthrough curves,
while v; and vy are the concentrations of the deposited species.

3.6 Discussion

This chapter sheds light on transport, aggregation, fragmentation and deposition
of colloidal particles in heterogeneous media. We succeeded to recover basic
results obtained with standard models for (single class, single species) colloidal
transport. Furthermore, our model includes information about the multiscale
structure of the porous medium and demonstrates new effects attributed to
flocculation, such as the occurrence of an overall decrease in the species mobility
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FIGURE 3.7: The effect of aggregation rates on the breakthrough curves. In the
first case, the default rate of aggregation is used, in the second - it is doubled.
A change of aggregation rate can be achieved by varying the concentration of
salt in the suspension, according to the DLVO theory. Note the strong effect of
aggregation on deposition.

due to a higher affinity for deposition of the large size classes of colloidal species;

see Figure for this effect. The simulations show that our model depends

continuously on the initial data, the boundary data and the model parameters.
Extensions of this work can go in multiple directions:

(i)

Cf. 79|, the extent of colloidal transport in groundwater is largely deter-
mined by the rate at which colloids deposit on stationary grain surfaces.
The assumption of stationarity can be potentially relaxed, thus aiming to
incorporate the interplay between biofilms growth and deposition, hence
obtaining a better understanding of the clogging/blocking of the pores; see
e.g. |99} |107].

If repulsive forces between colloids are absent due to suitable chemical con-
ditions, then the deposition rate tends to increase as colloids accumulate
on the grain surface (see Figure . Based on [79], this enhancement of
deposition kinetics is attributed to the retained particles and is generally
referred to as ripening. Active repulsive forces seem to lead to a decline in
the deposition kinetics. These effects could be investigated by our model,
provided suitable modifications of the fluxes responsible for the transport
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(iii)

of colloidal species are taken into account [52].

The role of the electrolyte concentration (typically a salt, e.g. KCl) and
the effect of the interplay between the electrostatic and van der Waals
interactions on deposition kinetics can be studied by further developing
the model. A few basic ideas on how to proceed in this case are collected,
for instance, in [106].

Non-periodic distributions of microstructures are relevant for practical ap-
plications. We leave as further work the extension of our solver towards
the MsFEM approach, where cell problems are solved for each grid ele-
ment, parametrized by the localized properties of the medium. We refer
the reader to Section for comments in this direction.
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Chapter 4

Mathematical Analysis and
Homogenization of the
Thermo-Diffusion Problem for
Colloidal Populations

4.1 Introduction

We aim at understanding processes driven by coupled fluxes through media with
microstructures. In this Chapter, we study a particular type of coupling: we look
at the interplay between diffusion fluxes of a fixed number of colloidal populations
and a heat flux, the effects included here are incorporating an approximation of
the Dufour ad Soret effects (cf. Section [4.2.3] see also [46]. The type of system
of evolution equations that we encounter in Section [4.2.4] resembles very much
cross-diffusion and chemotaxis-like systems; see e.g. [124, [41]. The structure
of the chosen equations is useful in investigating transport, interaction, and
deposition of a large numbers of hot multiple-sized particles in porous media.

Practical applications of our approach would include predicting the response
of refractory concrete to high-temperatures exposure in steel furnaces, propaga-
tion of combustion waves due to explosions in tunnels, drug delivery in biological
tissues, etc.; see for instance |11} 12} 111} [116, |44, 43]. Within this framework,
our focus lies exclusively on two distinct theoretical aspects:

(i) the mathematical understanding of the microscopic problem (i.e. the well-
posedness of the starting system);

(ii) the averaging of the thermo-diffusion system over arrays of periodically-
distributed microstructures (the so-called, homogenization asymptotics limit;
see, for instance, |13} |86] and references cited therein).

The complexity of the microscopic system makes numerical simulations on the
macro scale very expensive. That is the reason that the aspect (ii) is of concern
here. Obviously, the study does not close with these questions. Many other issues
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like derivation of corrector estimates, design of efficient convergent numerical
multiscale schemes, multiscale parameter identification etc. need also to be
treated. Possible generalizations could point out to coupling heat transfer with
Nernst-Planck-Stokes systems (extending [106]) or with semiconductor equations
[83]. The Chapteris structured in the following manner. We present the basic
notation and explain the multiscale geometry as well as some of the relevant
physical processes in Section[4.2] Section[4.3]contains the proof of the solvability
of the microstructure model. Finally, the homogenization procedure is performed
in Section [f:4] The strong formulation of the upscaled thermo-diffusion model
with Smoluchowski interactions is emphasized in Section [£.4.3]

4.2 Notations and assumptions

4.2.1 Model description and geometry

The geometry of the problem is depicted in Figure[f:1] given a scale factor € > 0.
The standard cell is shown in Figure [£.2]

(0,7) = time interval of interest
Q = bounded domain in R"”
o0 = piecewise smooth boundary of 2
€; = 4th unit vector in R"
={>" Niéi: 0< X <1} unit cell in R™
Yo = open subset of Y that represents the solid grain
Y, =Y \Y,
r = 0Y) piecewise smooth boundary of Yj
Xk =X+> " ki€, where k = (k1,...,k,) €Z" and X C Y
Q5 = U{(eYo)* : (Yo)* C Q°,k € Z"} pore skeleton
Qe =Q\ ﬁg pore space
re = 0€2f boundary of the pore skeleton

The cells regions without the grain €Y} are filled with water and we denote
their union by Q¢. Colloidal species are dissolved in the pore water. They react
between themselves and participate in diffusion and convective transport. The
colloidal matter cannot penetrate the grain boundary I'¢, but it deposits there
reducing the amount of mass floating inside Q°. Here 0Q¢ = 9Q U I'®, where
I'* =I5 Ul and I'y, NT% = 0. The boundary I'y is insulated to the heat flow,
while I'; admits flux.
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FIGURE 4.1: Porous medium geometry = Qg U Q°, where the pore skeleton
Q5 is marked with gray color and the pore space {2° is white.

I'r

FIGURE 4.2: The unit cell geometry. The colloidal species u; and temperature 6°
are defined in Y, while the deposited species v; are defined on I' = I'r UI'y. The
boundary conditions for §° differ on I'g and I'y, while the boundary conditions
for u; are uniform on T".

The unknowns are:

e (¢ — the temperature in €2°.

e u; — the concentration of the species that contains ¢ monomers in €°.

e v — the mass of the deposited species on I'*.
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Furthermore, for a given § > 0 we introduce the mollifier:

Cel/(sP=0%) i || < 6,
Js(s) == 1 (4.1)

0 if |s| > ¢,
where the constant C' > 0 is selected such that
Js =1,
]Rd

see |32] for details.
Using Js from (4.1)), define the mollified gradient:

V=V l / Js(e — u)f (w)dy| - (4.2)
B(z,d)

The following statement holds for all f € L>(QF), g € LP(Q¢)¢ and 1 < p < oo:

IV°f - gllooas) < e oe)llgll o s )a- (4.3)
IV flleas) < Cllfll2oe

In the equations below all norms are L?(QF) unless specified otherwise, with ¢
independent of the choice of ¢.

4.2.2 Smoluchowski population balance equations

We want to model the transport of aggregating colloidal particles under the
influence of thermal gradients. We use the Smoluchowski population balance
equation, originally proposed in [115], to account for colloidal aggregation:

N

1 .

RZ(S) = 5 E BkjSij — E ,BijSiSj, RS {1, e ,N}; N > 2. (45)
k+j=i Jj=1

Equation is explained in detail in Chapter 2| Here s; is the concentration
of the colloidal species that consists of ¢ monomers, N is the number of species,
i.e. the maximal aggregate size that we consider, R;(s) is the rate of change of
si, and B;; > 0 are the coagulation coefficients, which tell us the rate aggregation
between particles of size ¢ and j [31]. Colloidal aggregation rates are described
in more detail in |6§].

4.2.3 Soret and Dufour effects

The system we have in mind is inspired by the model proposed by Shigesada,
Kawasaki and Teramoto [113] in 1979 when they have studied the segregation of
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competing species. For the case of two interacting species u and v, the diffusion
term looks like:
Ou = A(dyu + auw), (4.6)

where the second term in the flux is due to cross-diffusion. The second term can
be expressed as:
A(uv) = uAv + vAu + 2Vu - Vo. (4.7

As a first step in our approach, we consider only the last term of , ie.
Vu - Vo, as the driving force of cross-diffusion and we postpone the study of
terms uAv and vAwu until later.

From mathematical point of view, still it is not easy to treat the term Vu-Vu.
Hence, in the paper we approximate this term by V°u - Vv for § > 0.

4.2.4 Setting of the model equations

We consider the following balance equations for the temperature and colloid
concentrations:

(F9)

N
016° + V- (—k°VO°) =79 Vou; - VO =0, in (0,T)xQ,  (48)
=1

ol + V- (—d;Vus) — 05V260° - Vs = Ry(u), in (0,T)x Q5,  (4.9)

with boundary conditions:

—Kk°VE -n=0, on (0,7) xT'%, (4.10)
— kK°VE° - n = egob°, on (0,7) xTI'g,  (4.11)
— k°VO* -n =0, on 01}, (4.12)
—d;Vu; -n=0, on 09, (4.13)

and a boundary condition for colloidal deposition:

—d;Vu; - n =e(a;u; — b5v5), on (0,7) xT¢, (4.14)
Ov; = aju; — bjv; on (0,T) x s, (4.15)

]

As initial conditions, we take for i € {1,...,N}:

6°(0, ) = 6°°(z), in Q°, (4.16)
us (0,2) = ud (), in QF, (4.17)
05 (0,z) = v° (), on I'". (4.18)

We refer to (4.8)- (4.18)) as |(P°)|— our reference microscopic model. Note

that the Soret and Dufour coefficients determine the structure of the particular
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heat conduction coefficient

; diffusion coefficient

Soret coefficient

0¢  Dufour coefficient

g;  Robin boundary coefficient, i € {0,..., N}
a5  Deposition coefficient 1, ¢ € {1,...,N}

b Deposition coefficient 2, i € {1,...,N}

cross-diffusion system (see [46], [113] [4], [11], [96], [124]). The coefficients a5
and b5 describe the deposition interaction between w; and v{. Consequently,
each u; has a different affinity to sediment as well as a different mass.

All functions defined in Q¢ and on I'® are taken to be e-periodic, i.e. kK°(x) =
k(z/€) and so on.

Note the use of the mollified gradient in the cross diffusion terms in and
(4.9). This is a choice that we have to make at this point in order to obtain the
necessary estimates for our equations. From a physical point of view, smoothed
gradients causing advection can be interpreted as there being no turbulence.

4.2.5 Assumptions on data

(A1) k&, 7¢, and d;, g;, a5, b5 are positive constants for i € {1,..., N} and e > 0.
Moreover, ko < k° < Ky, 7€ < Ty, do < df < dy, 6 < by, ap < a§ < ay and
bs < b, fori € {1,...,N} and € > 0, where kg, K, do, dx, 0x, ag, ax and b,

are positive constants.

(Ag) 650 € LL(Q°) N HY(QF), u) € LL(Q°) N HY(QF), v5° € LP(r*) for
i€{l,...,N} and € > 0. Moreover, ||0=°||gz(qe) < Co, [|uf]| m2(e) < Co,
and ||vf’0||Lm(FF) < (Cpforie{l,...,N} and € > 0. Here C is a positive

constant independent of €.

4.3 Global solvability of problem (FP°)

Definition 1. The triplet (0°,u;, v$) is a solution to problem|(Pe)lif the following
holds:

05, u; € HY(0,T; L*(Q°)) N L>=(0,T; HY(2°)) N L>=((0,T) x Q°), (4.19)
v§ € HY(0,T; L*(T%)) N L*>((0,T) x T*¢), '
for all p € HY(QF) :

N
/8t98¢+//$5V95~V¢+90/95¢ = Taz/v%i.vm, (4.20)
r%

Qs Qs =10
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for all v; € H(Q°) :

/atuzwz /d Vu; - Vi, +gz/uz'(/)z /a uz_bs E P;

:55/V596~Vui1/1i +/Ri(u)¢ia

Qe Qe

for all ; € L*(T¢) :

/8{0 Y = / asu; — biu5 )i

e

together with , and for a fixed value of ¢ > 0.

Remark 4.3.1. We note that each term appearing in Definition[] is finite, since
Vou; and V°0¢ are bounded in QF due to .

(4.21)

(4.22)

To prove the existence of solutions to problem [(P¢)l we introduce the fol-
lowing auxiliary problems as iterations steps of the coupled system:

(P1)
007 + V - (—K°V7) Z vou,
—Kk°VO° -n =0,
— k°VO° - n = egyb°,
— k*VO* -n =0,
6°(0, ) = 6°°(z),
and
(P2)

L V6° =0,

Ol + V- (—d;Vus) — 65V°0 - Vus = RM (u),

— &Vl 0 =0,

— diVui - n = egiui,
—d;Vu; - n = e(afu; — b5v5),
uf (0,2) = u (),

ov§ = aju; — b5vs

vi (0,2) = o] (x )

n (0,T) x QF,

0,7
n (0,7
0,T

in Q°,
n (0,7

on I'®.

) x Ty,

) xTg
) x I'%,

) x I'¢,
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Here
Rf‘/[(s) = Ri(opm(s1),00m(82),...,0m(sn)), for s € RY (4.23)

denotes our choice of truncation of R;, where

0, r<0
om(r)==9Qr, rel0,M] (4.24)
M, r>M,

where M > 0 is a fixed threshold. Note that if M is large enough, the essential
bounds obtained later in this paper will remain below M. This means that the
existence result is obtained also for the uncut rates.

In the following, assuming |(A;)H(Az)} we show the existence, positivity and
boundedness of solutions to [(P;)|and |(P»)]

When we denote the solutions as 6° = P;(u) and (u;,v5) = P2(6), we can
define the solution operator (6, u;,v$) = T(f,4;). We will show that the oper-
ator T is a contraction in the appropriate functional spaces and use the Banach
fixed point theorem to prove the existence and uniqueness of solutions to |[(P°)|

Notation 1. Let K(T,M) := {z € L*(0,T; L*(Q¢)) : |2| < M a.e. on (0,T) x
QF}.

Lemma 4.3.2. Existence of solutions to |(P;)]

Let u; € K(T, M), and assume that|(A1)H(As2)| hold.

Then there exists 0 € H(0,T; L?(2)) N L*°(0,T; H*(QF)) that solves in
the sense:

for all ¢ € HY(Q) and a.e. in [0,T):

N
/8t95¢+/m€V05 : V¢+go/95¢ - sz/v% VOB, (4.25)
Qe F;

Ge =1
and

0°(0,z) = 6°°(x) a.e. in §°. (4.26)
Proof. Let {£;} be a Schauder basis of H!(2¥). Then for each n € N there exists

050(z) := Za?’"ﬁj (z) such that 050 — 60 in H'(Q°) asn — co.  (4.27)
j=1
We denote by 65, the Galerkin approximation of 6, that is:

0 (t,x) == zn:a?(t)fj(x) for all (t,x) € (0,T) x Q°. (4.28)
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By definition, 65 must satisfy (4.25)) for all ¢ € span{&;}? , i.e.
/8teg¢+/n6w; : qu)—&-go/ﬁ,id) =7° /V a; - Vo5 . (4.29)
Qe Qe e, i=lQe

The coefficients a'(t) can be found by testing (4.29) with ¢ := ; and using
(4.27)) to solve the resulting ODE system:

Oraf () + Y (Aij + Bij — Cij)al(t) =0, ie{l,...,n}, (4.30)
Jj=1
a?(0) = ™. (4.31)

The coefficients in (4.30) and (4.31)) are defined by the following expressions

Aij :z/HEV&-V@-, i,j€{17...,n}7
QE
Bij Z:go/fifj, i,jE{l,...,nL
re
N
Cij ::T‘EZ/V‘Sak-VQ@ i,jE{L...,n}.
k=10

Since the system is linear, there exists for each fixed n € N a unique
solution o € C*([0,TY)).

To prove uniform estimates for 65 with respect to n, we take in o =05.
We obtain:

N N

1 _

5(’3t||92||2 +&5OIVOLIZ + goll 0572 rs ) < 7° Z/ IVou; - VOL05] =) A
=1 i=

Using the Cauchy-Schwarz inequality and Young’s inequality in the form
ab < na® + b2 /4n, where n > 0, we get:

1 _ 1 _

R INCA %HV‘SUﬂZHQ <l VO5|I* + %\|V5Ui||%4(szs)||9i||%4(ns)~
The mollifier property (4.3) yields ||V5m||i4(95) < &|lug||%,. Using Gagliardo-
Nirenberg inequality (see |98] e.g.), we get:

165117425y < €l 12176512 (4.32)
Applying Young’s inequality, we obtain:

el IV < 0l VO + eqll65 17, (4.33)
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Finally, we obtain the structure:
1 N
SOHIOZIIZ + (550 = 2N0) [ VO3 + 90| VL T2 s, ) < D a1,
i=1
Gronwall’s lemma gives:

t
165(8)]2 + w2 / IVes ()2 < © for t € (0,7),

where C' > 0 is independent of n, since %; are uniformly bounded. This ensures
that
05 € L>°(0,T; L*(Q°)) N L*(0,T; H*(QF)). (4.34)

To show uniform estimates for 0,6, with respect to n, we take ¢ = 9,65 in
(4.29) (note that we can do this due to H! regularity of 9,05, which we have in
the finite-dimensional case, due to the properties of the Schauder basis) and use
the Cauchy-Schwarz and Young’s inequalities, as well as the mollifier property

[3) to get:

N
1
0465 2 + 504 V65 P + Laul6 3oy < 7> [ 10 V650163
i=1¢e

N
g = I3 C g g
< <657 > IIUiLocms)) (1]l e85 |1 + —alls \ARE
i=1
Gronwall’s lemma gives:
¢
| VO ||? +/ 0652 < C for all t € (0,7),

0

where C' > 0 depends on 4, but is independent of n. Together with this
ensures that:
05 € H'(0,T; L*(Q°)) N L>(0,T; H' (9)). (4.35)
Hence, we can choose a subsequence 05 — 0% in H'(0,T; L*(QF)) and 65, Sope
in L°°(0,T; HY(QF)) as i — oo.
Now, using

v (t,2) = > BT (1) (x) (4.36)
j=1

as a test function in (4.29) and integrating with respect to time we get:

T T T
//Btﬁf”vm —l—//ﬁEVGf” -V, +go//t9f”vm
0 Qe 0 Qs 0TS

T
2752//V‘5ﬂi-V€fLivm.
0

=17 e

(4.37)
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Using (4.35)), we pass to the limit as ¢ — oo to obtain:

T T T N T
//aﬁavm—k//KEV95~va+gO//950 :TEZ//vﬁai-vefvm.
0 Q° 0 Q° =17 O

0 T,
(4.38)
Note that holds for all v € L?(0,T; H(Q)) since we can approximate v
with vy, in L?(0,T; H(2f)), hence

T T T N T
//8t05v+///<;5V6‘5-Vv+g0//0€v:752//v5ﬁi.VQE'U,
0 O 0 O° 0 1 =19 g

holds for all v € L%(0,T; H*(0¢)).

Finally, we show the initial condition holds. Indeed, the Aubin-Lions lemma
guarantees that 65— 6 in C((0,T); L*(€2¢)). Then on account of 6 (0) — 6=°
in L2(Q°) as i — oo, we get 0°(0) = 650, O

Lemma 4.3.3. Positivity and boundedness of solutions to |(P;)|

Let u; € K(T, M), M >0, and assume |[(A1)H(As2)|
Then 0 < 65 < |00 L (qe) a.e. in (0,T) x QF.

Proof. Let 6° := 05T — 05~ where z* := max(z,0) and 2z~ := max(—z,0).

Testing (4.25) with ¢ := —6~, and using (4.3)) gives:

N
VO 4 ol 01 rs,) < 7Y Nilloo VO T05 L1 )

i=1

1 _
SO+ 50

N
< (chEZ ”ai”oo) 165711 + el Vo=~ |,

i=1

Choosing ¢ < £ and taking into account that #%~(0) = 0, Gronwall’s lemma
gives [|#=~||? < 0. This means 6 > 0 a.e. in Q for all t € (0, 7).

Let ¢ = (06 - ]\4'0)Jr in ‘b with Mg 2 HQE(O)HLoc(Qs)
1
FOI(07 = Mo) * [ + k=0 V(05 = Mo) I + g0l (07 = Mo) ¥ 12,

N
+ /Mo(af — My)t < 7° Z/véai V(07 — Mo)T(6° — Mo)™
rs

i=1¢e

N
< (5 > ||ai||oo> (0" = Mo)* |2 + €| 9 (6° — M) |2
i=1

Discarding the positive terms on the left side and then applying Gronwall’s
lemma leads to:

N
167 — Mo)* (012 < 1667 — Mo)* (O)]1*exp (6 2 ”"_“"”t) |
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Since [|(6° — Mp)™(0)]| = 0, we obtain (8 — My) ™ (t) = 0. Thus the proof of the
lemma is completed. O

Lemma 4.3.4. Existence of solutions to [(P;)}

Let § € K(T,M),M >0 and|(A1)H(A2)| hold.

Then has solutions u; € HY(0,T;L*(Q°)) N L>=(0,T; HY(Q)) and v €
H(0,T; L*(T¢)) in the following sense:

For all ¢; € H*(QF), it holds:

/atu,qu /d Vu; - Vip; +91/uz1/)1 /a u; — b3 ),

(4.39)
/ V00 - Vu; + / RM(u
u;(0,2) = ud(z) a.e in QE (4.40)
and for all p; € L*(T%):
/&w i = / asu; — b5 ), (4.41)
v5(0,x) = v; O(:z:) a.e. onI®. (4.42)

Proof. Let {£;} — Schauder basis of H'(Q¢). Then, for each n € N, there exists

Z a; ) such that u L, —udin HY(QF) asn — oo, (4.43)

We denote by u; , the Galerkin approximation of w;, that is:
Ui n(t, ) Za” )& (z for all (t,z) € (0,T) x Q°. (4.44)
u;,, must satisfy (4.39), and hence,
/8tui,nwi + /divui,n -V + g / Ui i + /(afuz‘,n — b5y,
Qe Qe rs, e
=6 / Vo0 - YV nth; + /wa (tn ), for all ; € span{{;}7_;
Qs Qs
(4.45)

Accordingly, let {n;} — an orthonormal basis of L?(T'?). Then for each n € N
there exists

5 n;( suchthatv .=y %in L*(I'°) as n — oco. 4.46
1,5 "1
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We denote by v;,, the Galerkin approximation of v{, that is:

,n

) = Z B (t)n; (@), for all (¢,x) € (0,T) x T*. (4.47)

v7,, must satisfy (4.41), and hence,

/&gvl nPi = / (afuin — b50F )i, for all ¢; € span{n;}j_;. (4.48)

Te

aj;(t) and B7;(t) can be found by substituting u; , and v, into -

and using & and ng for k € {1,...,n} as test functions:
Ora (1) + Z(Aijk + Biji + Ciji. — Diji) o Z EijiBii(
j=1

i—1 n
:/é-kZﬁa,ifao'M (Zag,b(t >0M (Zaz ac C) (449)
a=1 b=1

Qe

N n n
- /fk Z 5a,i0M (Z a?,b“)&)) oM (Z O‘Z,c@)&?) ’
e a=1 b=1 c=1

Q
al;(0) = a%ﬂ (4.50)
OBkt Z Giraq (t) — HigeBi'; (1), (4.51)
n 0 n
z’,j(o) = Bi,j - (4.52)

The coefficients arising in (4.49)) are defined by:

Agyp = / 4VE, -V, Bijp : / €6,
Cupp 1= a° / &6, Dije i= 6F / RN
Qe
Eiji = b?/&mj, Gijk = af/fjﬂka
Ie Te

Hiji, = bf/m‘nk-
FE
The left-hand side of this system of ODEs is linear, while the right-hand side is
globally Lipschitz. Thus there exists a unique solution oj';(t), 87*;(t) € H'(0,T)

to (E49) [I52) for ¢ € (0,T).



Chapter 4. Mathematical Analysis and Homogenization of the Thermo-Diffusion
50 Problem for Colloidal Populations

To show uniform in n estimates for w;, and v5,, we take ¢; = u;, and

©,n?

¢; = vi,, in (4.45) and (4.48) respectively. We get the inequality:

1
§atHui,n||2 + d?HVUi,nHZ + giHuimHQL?(l"%) + afHUi,nH?Lz’(rs)

< [ ftnl 75 Bl T i+ [ R )
Ie Qe
< el nlfiagre + Ol + ol Vs

+C%|10lloo lluinl® + CM fluin

1
§3t\\vf,n\|%2(rs) + bf‘””inniz(rs) < EHUi,nH%z(rs) + CEHUf,nH%%rsy

After adding the two inequalities, Gronwall’s lemma gives:

t
||ui,n||2+d?/O IVuinll? + |05 |2aqey < C forallte (0,7),  (4.53)

where C' > 0 depends on §, M and T, but is independent of n and &, which
ensures:

uin € L°°(0,T; L*(Q°)) N L*(0, T; H(QF)), (4.54)
v, € L(0,T; L*(I)). (4.55)

To show uniform estimates for 0;u;, and 0:v;, with respect to n, we take

Vi = Ouipn and @; = Oyvf,, in (4.45) and (4.48) fespectively, noticing that they

are in H' due to being in a finite-dimensional space. We obtain:

d; g; af
Joruinl? + [ F0Tus + Lol gy + G Ol e
Qs

(4.56)
=b / Opui 5, + 65 / Vo - VYV nOrtts pn + /Rﬁ\/[(un)ﬁtuim
re Qe Qe

e
1010 200y + GOy = 05 [ i (457
FE

Multiplying (4.56) by af and (4.57) by b5, then adding them, and finally inte-
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grating the result over (0,7"), we get:

T

T
asdy az gi
/af||8tui7n||2+/bf||8tvf7n||2+?||Vui,n(T)H2+ 5 [ (D) 122 (re,)
0

0

£,2 bs,2

7 2 i 5 2

9 , (T)”L?(FE)+7”vin(T)HL2(F€)

= a2t s (T ey 1050 (T ey + 062 s (O)] e 95, (0) 2
fd? asg; a;”’
950 O 4“2 i) + 25 i (O) e
£,2 h _
£ (O Z2(rey +€/&f||3tui,n|\2+aféiscécsllalloo/HVUz',nll2
0 0

T

—|—CMC’E+€/afH8tu,-7n||2.
0

Dropping the positive terms on the left, and denoting the initial condition terms
on the right as Cy, we get:

T T
/a 1 22)||yus o2 + /b€||atvm||2 “||Vum< )12
0 0
< co+a§5§c5cf||é|\oo/||Vui,n||2+cMCE. (4.58)
0

Gronwall’s lemma gives:

T
+ [llow, P <,
0

where C' > 0 depends on §, M and T, but is independent of n. Together with

(4.54) this gives:
Ui € HY(0,T; L3(Q°)) N L>(0,T; H (), (4.59)
v, € HY(0,T; L*(T°)). (4.60)
Hence, we can choose subsequences u; ,, — u; in H'(0,T; L*(QF)) and u;,, —
u; in C([0, T], L*(°)) and weakly™ in L>(0,T; H'(Q%)) asi — oo and vf,, . — vf

in H*(0,T; L?(I'¥)) as j — oo. Since RM is Lipschitz continuous, the rest of the
proof follows the same line of arguments as in Lemma |4.3.2 O



Chapter 4. Mathematical Analysis and Homogenization of the Thermo-Diffusion
52 Problem for Colloidal Populations

Lemma 4.3.5. Positivity and boundedness of solutions to .

Let § € K(T,M), M > 0 and assume |(A)H(A2)l Then 0 < u; < M;(T + 1)
a.e. in (0,T) xQ%, 0<v; < M(T+1) ae on (0,T)x ¢, where M; >0 and
M; > 0 are independent of M.

Proof. Testing (4.39) with ¢; = —u; and the definition of RM gives:

1 _ _ _ _ _
§8t||ui H2+d?||vui 12 + gillu; ||2L2(r%) + a; |lu; ||2L2(F6) +bf/vz‘€“i
FE

1—1
gafcé||9||oo/QVu;u; —/Zﬁj,ifjujuj_ju;

Qe Jj=1

N
Fota—
Jr/g Biju; uju; .
Qe Jj=1

The second term on the right is always negative, while the third is always zero.
We can discard them and apply Cauchy-Schwarz and Young’s inequalities to the
first term on the right, as well as discard the positive terms on the left to obtain:

1, = _ _ _ N
Ol [+ (d = ) Vu |2 < 65 [0l ooc™ i | +bf/v¢’ u; . (4.61)
FE

Testing (4.41) with ¢; = —v5~ gives:

1 _ _ - _
§8t||vf’ ||2L2(rs) < bf|lvy” ||%2(re) +af/vf’ Uy - (4.62)
FE

We rely on Cauchy-Schwarz, Young’s and trace inequalities to estimate the last
term. We obtain:

Jormu < W s o ey < @108 Iaqeey + 1l e
FE

< M7 T2 pey +nC(lug |2+ Vg 1)

= i L2(T¢) n i i

Adding (4.61)) and (4.62)) and choosing +7C < d? and taking into account that
u; (0) = 0, Gronwall’s lemma gives ||u; ||2 + [[of" " [|* < 0, that is u; > 0 a.e. in

Qf and v§ > 0 a.e. in I for all t € (0,7).
Let i = 1 and ¢y := (u; — M)t in (4.39) and ¢ := (v — M)t in (4.41)).
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Apply (4.3)) for the cross-diffusion term to get:

1
3 Oill(ux = M) |* + |V (ur — M) T

ol = M) gy + 91 [ Ml = 2)*
ry
Sl — M) *|2a ey + (a5 My — b5 0E) / (w1 — M)+
FE
+ b5 /(UT = My) " (uwg — My)" <05 /(UT — M) " (ug — My)*
Ie Te
+ 85°10] 0|V (w1 — M) T (ur — M1) | pagaey + M| (ur — M) ™|

1 _ R _ _
Oll(0T = M) T e ey + BT (0] = Ma) " [[72re) + af /(m = M)~ (v = My)*

FE
<af [[(F = B0)* (wr ~ M) + (@50 B0) [ (o — B
I'e Te

Now, we add the two inequalities, while dropping the positive terms on the left
and using Cauchy-Schwarz and Young’s inequalities on the right to obtain:

1
30l (ux = M) TI* 4 (7 =)V (un = M) TP + af | (= M) F [ Fa ey

1 .

+50(v — M) |72 rey < (af +07) (| (ur — M) ¥ |22 ey

+ (v = Mi) | 2wey) + 07710 oo | (wr — M) |2

+ 0+ M| (ur — M)+ + M (a] My — 0T M) || (v0F = M) T (172 ey

We choose M; and M; such that aiM; — b§M1 = 0. Then Gronwall’s lemma
gives:

[ (ur = MO)T O + (05 = M) T[22 ey
< (I(ur = M) T(O)* + [[(v5 = M) (0)l[72 ) exp (C (55, 6,6, M)t) .

Since we choose M to satisfy [(uy — M1)™(0)|] = 0, and M to satisfy ||(v§ —
M1)*(0)||L2(rey = 0, we get uy € LP((0,T) x Q) and v§ € LL((0,T) x I').

Let i = 2 and vy := (ug — Ma(t +1))T in (4.39) and o := (v5 — Ma(t +1))7T
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in (T

1 .
O(ll(wa = Mot + D)7+ [[(v5 = Mot + 1) * |2 (re)

+ B 19— Mot + 1)
s (uz — Mot + 1)) [2aeey + b(05 — Mot + 1) [2aee,
< Cll(uz = Maft+ 1) [P+ [ R (e — Mae + 1))*
J
~ M /(u2 ~ Myt 4+ 1)) — Mo (05 — Mot + 1))*.
J

Here, we note that

1
Briui < =B M7

1
RM (u) < §ﬂ110M(u1)2 < <3

N =

Similarly, we have:
1 e
50l = Mo(t + D)7 + (05 = Ma(t + 1) * |72 ey

< Cl(ug = Ma(t+ 1)) [* + (%BHM% — M) /(u2 — My(t+ 1)t
QE
< Cl(ug — Ma(t + 1))

By applying Gronwall’s lemma with %Bqu < My, we see that ug < Ma(T+1)
in (0,7) x Q¢ and v5 < M2(T + 1) on (0,7) x I'*. Recursively, we can obtain
the same estimates for u; and v§ for i > 3. O

Lemma 4.3.6. The boundedness of the concentration gradient for|( ;)|
Let § € K(T, M) and assume to hold. Then there exists a positive

constant C'(My) such that ||Vu,;(t)|| < C(My) and fOT [|0u; ()||?dt < C(My) for
te(0,7).

Proof. Let ¥; = Ozu; in (4.39):
d; gi a3
0l + GOVl + Lo g + SOl ey <

Qe Qe

Te

A B C
We shall now estimate one by one the terms A, B, and C. Note first that

1 1
A= bfat/vful — bZE /uiﬁtvf S bf@t/vfuz + iHatU;:H%g(FE) + ib?QHuiHiQ(Fe).
FE

Ie Ie
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Then we have

1

1 2 =2 2 =2 112 2
B < 30w + % 902 + - 1B Ve

N |

/ (V90)?(Vu;)? <
QE
and

C S CB,n + 77”(%1141”2
All this leads to, after integration from 0 to T

1

T 0 €
d; 9i a;
(5 - 77)/0 10ui||* + ?HVW(T)HQ + é”ui(T)Hzm(r;) + §||Ui(T)||%2(rs)

55,2 _ T
+ bf/@(O)ui(O) <TCgpn,+ 705”9”20/ (| Vs ||?
re 0
d} gi aZ
+ TNTus O + Ll 0) g + S s (O) e

T
+ b / 5(T)ui (T) +b / / w0y,
0
FE

FE
| ——
D

Removing some positive terms on the left and using Cauchy-Schwarz and Young’s
inequalities to obtain an upper bound for D, we finally get:

1 g o df 2 a; 2
(=) [ 19l + SN + (%~ a1 e
0
562 B T
< TCpy+ 2510l [ 19wl + Co
0
IR ey + B il 01l

where C depends on ||uf||. Using Gronwall’s argument, we obtain the statement
of the lemma. O

Lemma 4.3.7. The boundedness of the temperature gradient for |(P;)|

Let u; € K(T, My) and assume [(A1)H(As2)| to hold. Then there exists a positive
constant C(My) such that ||VO=(t)|| < C(My) and fOT 0:0°(t)||2dt < C(My) for
te(0,7).

Proof. Let ¢; = 0,05 in (4.25):
K g 1
10:60°11* + 20 V|| + 50\\95”%2@; < " MN(1]|0.6°)* + %HWEHQ)-

Applying Gronwall’s lemma gives us the desired statement. O
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Theorem 4.3.8. Existence and uniqueness of weak solutions |(P°)|
Let |(A1)H(A2)| hold. Then there exists a unique solution to|(P°)|

Proof. For any M > 0, Xy := K(M,T) x K(M,T)V is a closed set of X :=
L2(0,T; L))V . Let 6y,05, 11,10 € K(M,T), for i € {1,...,N}, and
put 9 = 91 — 92, ﬁi = ﬂi,l — ﬂi’27 (9§,ui’17vfyl) = T(Gl,ﬂl) and (9§,ui’2,vf72) =
T (0, ). Moreover, we define §° = 05 —05 and u; = u; 1 —u; 2 and v = v5; —vf .
By Lemmaand Lemma T : Xy — Xy for M > max([|6°°]] Lo (2, My (T+
1), My(T+1),...,Mn(T+1),). Hence, we want to prove the existence of a pos-
itive constant C' < 1 such that

IT (01, 2i,1) — T(02, i 2) | x < Cll(01, 1) — (02, Ui 2) | x
for small T' > 0. Substituting 67, 65, w; 1,u; 2, vf, v5 into the formulation:

/ 040565 — 65) + / KEVOT (65— 65) + go / 62 (65 — 65)
QE

Qe re,
N
=S [ 0505 - 05),
i=1¢e
[ o505 651+ [ revosvios - o5)+ a0 [ 65065 - 67
Q= Q= re,
N
<y / Voits s - V(05 — ).
i=1¢e

Adding the last two equations we obtain:

1
S OullOZ]1* + K= IVO% I + o017z )

N
< 7° Z ’ /(Véai,l . VHT — V(S'ELLQ . VG;)(GT — 9;) ‘
i=1 e

The term A can be expressed as:

A= /(véai,l V05 — Voo - VO5)(65 — 65)

QE

- / (Vi - VO; — Vit 5 - VO5) (05 — 65)
Qe

= / Vi, - VO50° + / Voo - VO°6° .
Qe Qe

B C
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With the help of Lemma[4.3.7] the terms B and C' can be estimated as follows:

B < &AM ||a;||? + M||6° ||

_ 15 1 1>
C < i 2o (nl| VO + il I)-

Looking at the formulation for the concentrations, we have:

/atui,l(ui,l —ui2) + /divui,l -V(uig —ui2) + gi /%1(%1 — U 2)
QE

Qs re,

+ af/ui,l(um —Uj2) — bf/vf,l(ui,l — U;2)
FE

Te

=6° / V6§1 cug 1 (uig — ui2) + /Ri(ul)(ui,l —U;9),

Qe

Qs
/atui,Q(ui,Q - Ui,l) + /divui,Q : V(Ui,z - Ui,l) + gi /uzQ(uzQ - Uz‘,1)
QE

Qs rs,

+ a?/ui,2(ui,2 — 1) — bf/vf,z(um — ;1)
FE

Te

= 5€/V5§2 o (U2 — ui1) + /Ri(u2)(ui,2 —Uj1).
Qe Qe
We also test the deposition equation with v; to obtain:

1
S0 ey = af [ ofus =B ey
FE

After adding the three above equations, we obtain:

1 1
Olluill* + 5007 T2 rey + IVl + gilluwillZa s,y + af luilZz e

< (@5 +) [ lofud = B ot + [ 19981 Vs = 9982 - Vusa)us
Qe

FE
+/|<Ri<u1>—Ri(u2>)u,»|,
QE
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1 1
5 Oullwill® + S0u0f 2oy + AR NIVeill® + gillwillZa oy + (aF = m)lluall 2 ey <

€ £\2
(L 0t ey + [ 19901
QE
A
+ / |Vui,2 . v69_UZ| +/ |(RZ(U1) — RZ(UQ))U1‘7
Qe Qs
B C

where the sub-expressions can be estimated as:
1 _
A <[ Vug|* + ZC‘SIIHI@OIIWIIQ,
n
B < M |9]* + M|fus]|*.
Note that with the boundedness of u; we can treat R; as Lipschitz:
C < Cplluil.
Adding up the estimates for the temperature and concentrations:
1 2 1 €12 1 el12 7 2 9 el12 A 2
g luill” + S oF I + S10°1° + dil Vs |” + &2l V" + Gillus |22 (rs,)

+ a5 il Zarey + GollO° 72 (rs,) < crllull® + e2llvf | + es]16°)

+ M (| * + 116]%)-
Gronwall’s lemma gives the estimate:
1°@)II* + lws())* < © (IIélliz@,T;Lz(ne)) + ”ﬁiH%Q(O,T;L?(QE))) :

Integrating over (0,7T), we have:

T
J1eOI + 1as(0)1? < OF (16130 11020y + 0120 a0y -
0

Accordingly, T is a contraction mapping for 7”7 such that CT" < 1. Then the
Banach fixed point theorem shows that [(P)hdmits a unique solution in the
sense of Definition [I] on [0,7”]. Next, we consider [(P*)pn [1”,T]. Then we can
solve uniquely this problem on [T”,27"]. Recursively, we can construct a solution

of [(P¥)bn the whole interval [0, T]. O
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4.4 Passing to ¢ — 0 (the homogenization limit)

4.4.1 Preliminaries on periodic homogenization

Now that the well-posedness of our microscopic system is available, we can in-
vestigate what happens as the parameter € vanishes. Recall that ¢ defines both
the microscopic geometry and the periodicity in the model parameters.

Lemma 4.4.1. Additional a priori estimates.
Let|(A1)H(A2)| hold.  Then the following bounds hold uniformly in e:

10:VO° || L2(qs) < C, (4.63)
||8tVui||Lz(Qs) S C, (464)
where C' > 0 is independent of €.

Proof. For simplicity, we decide to do first a few formal calculations. We dif-
ferentiate (4.8) and (4.9) with respect to time and then test with ¢ € H'(QF).
This gives

/a§9€¢+/matv9€-v¢
Qe

Qs

i=1¢.

N
+go [ 0076 =7">_ [ 0,(V'u; - VO)p. (4.65)
Jure-rt]

Choosing ¢ = 9,0°, we get:

1
§8t||5t95||2 + #5[10: V07|12 + £90[|006° |72 pe ) <
N
<53 / (Vou; - 0,VOE0,0° + O,V us - V0% 0,0°). (4.66)

=17,
Here we see that

N N
<3 / (Vou; - 0,V6°0,65) < 73 / V%] [0

i=1¢e i=1ge

OV O°|[[10:6°]| <

N
I 1
7Cs 3 luall10:96°(110:6°1] < 11067 + 5o (- CV) sl 0t |2
i=1

and also

N N
7€ Z /(@V‘;uz . V@gﬁtﬁa) =7° Z /(V‘Sé‘tui . VGE&ﬁE) S

i=1¢e =1
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N N
1
TGZ/HV(SatUiHL‘”(Qe) Vo<[]16:6°]] < 576060(1\40)Z:(Hatuz‘ll2 +110:6°12).

i=1¢e i=1

Since |[8,0° (0)|| < ||V-.¢VE2(0)||+7¢ 2N, [[VPu;(0)-V6(0)]| and taking into ac-
count that we already have ebtimated il oo ey s 105 || Lo (2 and HV@?HH(QE)

in Lemma and Lemma Gronwall’s lemma gives us ([£.63). We get
(4.64) in the same fashion. O

Definition 2. (Two-scale convergence [95],/1]).  Let (uf) be a sequence of
functions in L?(0,T; L2(2)), where Q is an open set in R™ and & > 0 tends to
0. (u®) two-scale converges to a unique function ug(t,z,y) € L*((0,T) x Q@ x Y)
if and only if for all ¢ € C§5°((0,T) x 2, CF(Y)) we have:

T
lim// o(t,x, — dxdt —///uo(t,x,y)gb(t,z,y)dydxdt. (4.67)
e—0 Y

0 QY

We denote by u® N ugQ.-

The space C;;O(Y) refers to the space of all Y-periodic C*°-functions. The
spaces Hy (Y) and C(T) have a similar meaning; the index # is always indi-
cating that is about Y -periodic functions.

Theorem 4.4.2. (Two-scale compactness on domains)

(i) From each bounded sequence (uf) in L?(0,T; L?(Q)), a subsequence may be
extracted which two-scale converges to ug(t,r,y) € L*((0,T) x 2 x Y).

(ii) Let (u) be a bounded sequence in H'(0,T; H'(S2)), then there exists @ €
L*((0,T) x Hy(Y)) such that up to a subsequence (u®) two-scale converges

to ug € L2(0,T; L2()) and Vus = Vyug + V.
Proof. See e.g. [95],]1]. O

Definition 3. (Two-scale convergence for e-periodic hypersurfaces [94]). A se-
quence of functions (u®) € L*((0,T) x ') is said to two-scale converge to a limit
ug € L*((0,T) x Q° x T) if and only if for all ¢ € C§°((0,T) x Q% CP(T)) we
have

T T

: c z

Eh_r}(l)&//u (t,x, 6 ///uo(t,x,y)¢(t7m7y)d7ydxdt. (4.68)
0. 0oQr

Theorem 4.4.3. (Two-scale compactness on surfaces)

(i) From each bounded sequence (uf) € L?((0,T) x T'.) one can extract a sub-
sequence u® which two-scale converges to ug € L*((0,T) x QF x T).
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(i1) If a sequence (u®) is bounded in L°°((0,T)xT'c), then u® two-scale converges
to aup € L>®((0,T) x Q¢ x I

Proof. See |94] for proof of (i), and [82] for proof of (ii). O
Lemma 4.4.4. Let [(A1)H(A2)hold. Denote by u; and 0° the Bochner exten-

siomﬂ in the space L*(0,T; H* () of the corresponding functions originally
belonging to L*(0,T; H'(2€)). Then the following statement holds:
(i) w; — u; and 65 — 0 in L*(0,T; H*()),
(ii) u; = u; and 65 = 0 in L>=((0,T) x Q),
(iii) Oyu; — Oyu; and 805 — 8,0 in L*(0,T; L?(L)),
(iv) w; — u; and 0° — O strongly in L%(0,T; H?(Y)) for
ﬁ”uz — ui”LQ((O,T)XFE) —0ase— O,

< B <1 and

[N

(v) u; 2w, Vg 2 Vau; + Vyu; where uj € L*((0,T) x Q; HL(Y)),
(vi) 6° 20, V6= 2 V.0 4+ V,0" where 6 € L*((0,T) x % HY(Y)),

(vii) v5 2 v; € L®((0,T) x Q x T') and dywf = dyv; € L2((0,T) x Q x T).
Proof. We obtain (fi) and as a direct consequence of the fact that u; and 6° are
uniformly bounded in L°°(0,7T; HY(Q)) N L>((0,T) x Q). A similar argument
gives (iil). We get using the compact embedding H(Q)) — HP(Q) for
B e (%, 1) and 0 < 8 < a < 1, since Q has Lipschitz boundary. Note that
implies the strong convergence of u; up to the boundary.

Denote W := {w € L?(0,T; H(Q)) and d,w € L?(0,T;L*())}. We have
u;, 0° € W. Using Lions-Aubin lemma [77] we see that W is compactly em-
bedded in L2(0,T; H?(Q2)) for B € [0.5,1]. We then use the trace inequality for
perforated medium from [55], namely for all ¢ € H'(Q°) there exists a constant
C independent of € such that:

eléllrzey < CUlDN122 (a0 + 2V T2(r))- (4.69)

Applying to u; — u;, we get:

Vellui = will72o.myxrey < Cllui = will 720,108 (00

< Cllui = will 720 7.8 ) (4.70)
where |lu; — uiH%Z(O’T;Hﬁ(Q)) — 0 as ¢ — 0. As for the rest of the statements
—, since u; are bounded in L°°(0,7T; H(Q)), up to a subsequence we
have that wu; = wu; in L?(0,T; L3(Q)), and Vu; N VT Vyui, where u} €
L*((0,T) x Q; H,(Y)). By Theorem §4.4.3, vf 2 e L>((0,T) x 2 x T'®) and
Bys > dyv; € L2((0,T) x Q x T9). O

IFor our choice of microstructure, the interior extension from H'(Q€) into H'(Q)) exists
and the corresponding extension constant is independent of the choice of ¢; see the standard
extension result reported in Lemma 5 from [55].
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4.4.2 Two-scale homogenization procedure

Theorem 4.4.5. Let|(A1)H(Az)hold. Then the sequence of solutions (6°,u;, vs)
to com}erges as € — 0 to O,u; € HY(0,T;L?(Q)) N L*(0,T; H(Q)) and
vi € HY((0,T); L3(Q x T)) respectively that satisfy , and (4-76).

Proof. Testingith oscillating functions ¢(t, ) = a(t, v)+eB(t, v, ), where
a € C((0,T) x ) and B € C((0,T) x ;,CF(Y)), we obtain:

/atef(aJreB)+/n€(§)v9€(vxa+evx5+vy5)
Qs

Qe

+ goe / O (a+eB) = Z/ YWou, - VO (a + f3), (4.71)

1= 195
/atuz ot 28)+ / () Vui(Vea+ Vel + 7, 8)
QE
+ gie | wila+epf) +e [ (a5u; — b505) (a4 €f)
Jroroe]
= /6f(y)v595 -Vu(a+ef) + /Ri(u)(a +eb), (4.72)
Qe Qe

/@v ated) = [ (af(Dus - (D))o +26). (4.73)

Te

Using the concept of two-scale convergence for ¢ — 0 in (4.71)), (4.72)) and (4.73
yields:

/@mwwﬁ//’ )(VEO +V,6")(Voa(z) + V,B8(z,y))
Q

|F|/ 0 // 0 1
+ g0 [ 0% = (V00 +V,0 474
Oy |Y| Ja (4.74)

/8tu?a+|y‘//d )(Vul + Vyul)(Vea + V,B)
Q

IT|
+ gi— |Y| u o+ |Y\ (a;(y)u; (y)v)

= — ' 090 . (Vu? up)o (u®) o .
-WHJ!@@ve<vz+wz>+/m<> (@75

Q

ofa = — [ [(asm)ed - bityd)a. (4.76)
[t ]]
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Note that we have used strong convergence for passing to the limit in the ag-

gregation term in (4.75)). Now we just need to find 0! and u}. To do this we
choose v = 0 in (4.74)) and (4.75). This gives for all 3 € C’OO((O T)x Q0L (Y))

a system of decoupled equations:

//K )(V6° + V01V, Bz, y) = 0 (4.77)
Qv
//dl )(Vud + V,ul)V,B(z,y) =0 (4.78)
Qv
Since ! and u} depend linearly on #° and u? respectively, they can be defined
as:
3 —
- Z 9.,0°07, (4.79)
j=1
3
up = Z@,JJ udal (4.80)
j=1

where 67 and ﬂf solve the cell problems — and —, respec-

tively:

—V, - (k(y)V,07) Z Ay ki (y in'Y, (4.81)
67 is periodic in Y, (4.82)
—V, - (d; Z Dy 2% (y) inY, (4.83)
@ is periodic in Y. (4.84)

Now, choose =0 in (4.74) to obtain:

!af90a+y|// y)(V6° + V, ( Za 0°07)V a(x))
+go||YF||Q/90a |Y|// (V60 4V, ( Za OF)a. (4.85)

Jj=1

Integrating (4.85) w.r.t. y leads to:

N
r
/8t90a+/KV90Vwa+gou/90a = Z/']I‘V%? V0%,  (4.86)
Q Q Yl Q =19
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where
1 3 -
Ky = o7 [tsi0)+ Ym0, )
Y k=1

and

1 3 -
Ti; = WJ(Tij(y) +I;Tkj3yk9 (¥))-

We can similarly derive from (4.75) that:

r
/&u?a—i—/DiVU?Vma—&—gi”w/uga
Q Q Q

+ /(Abu? — Biv)a = /Fiv%‘) -Vuda + /Ri(uo)a,
Q

Q Q

/3,51)?04 = /(Aiu? — Biv?)a,

Q Q

where

3
1 e,
Duij = 157 /(dl,ij(y) + ) kO T (y)),
¥l =
7 :
1
Ai = */az‘(y),
Y]
I
1
Bi = /bl Y),
vl ) W
I

3
1 i
Fij == v /(61,17-(1/) + D 01Oy T (y))-
Y k=1

(4.87)

(4.88)

(4.89)

(4.90)

(4.91)

(4.92)

(4.93)

(4.94)

We refer to the system (4.86))- (4.94) as (P°). Note that the initial conditions

for (P°) are the same as for (P¢).

4.4.3 Strong formulation of (P°)

We summarize the strong formulation for (P°) in the following Lemma:

O

Lemma 4.4.6. (Strong formulation). Assume|(A1)H(As)| to hold. Then as
e — 0, the sequence of weak solutions of the microscopic problem|(P¢)| converges
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to the weak solution of the following macroscopic problem:
( ]
b+ V - (=KV0) + go |Y|0
N
=3 TiVou;- V=0 in (0,T) x Q (4.95)
i=1
T
Ou; + V- (=D; V) + gimui + Aju;
— Byv; = F;V°0 - Vu; + R;(u) in (0,T) x Q (4.96)
at’l)l' = Aiui — Bﬂ)i (497)
with boundary conditions:
—KVé-n=0, on (0,T) x 09, (4.98)
—D;Vu,; -n =0, on (0,T) x 09, (4.99)
and initial conditions:
0(0,2) = 6°(x) in 0, (4.100)
u; (0, ) = ud(z) in Q, (4.101)
v;(0,2) = v () onT. (4.102)

Here |U|/|Y|, K, D;, A;, and B; are the effective coefficients defined in -

7.97).

Proof. This follows from Theorem See also [82] and [36] for a similar

application of the two-scale convergence method.

O
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Chapter 5

Numerical Solution of the
Transport Problem

5.1 Introduction

This Chapter describes the discretization techniques that we have used in or-
der to solve our problem numerically. The main challenges are the very large
number of unknowns resulting from the Smoluchowski equations, as well as the
very large number of degrees of freedom for each unknown, resulting from the
complexity of the porous medium geometry. We deal with these challenges by
leveraging homogenization techniques in both cases, thus greatly reducing the
computational effort, while still providing relevant information on the macro-
scopic scale, which is of most interest usually. The introduction to our problem
can be found in Chapter 2] which also describes the physical phenomena related
to aggregation and fragmentation as well as gives an overview on parameters
and coeflicients related to the implementation.

In this thesis, we use two different concepts of averaging. On one hand, we use
periodic homogenization methods to treat the multiscale nature of the porous
medium (cf. Chapter [3| and Chapter . On the other hand, we drastically
reduce the original number of colloidal species (unknowns) to a computationally
tractable amount. This is shown in Section [5.2] where we present an overview
of discretization techniques for the Smoluchowski population balance equation
(PBE). They describe not only how we discretize the right hand side of our
system, but essentially they also explain how we choose the variables that we
solve for, since solving the full system can result in millions of variables in some
cases.

In Section [5.3] we give an overview of the techniques used to discretize our
reaction-diffusion system, including the Newton method and iterative splitting
schemes.

In Section we give details related to solving numerically the cell problems
that were introduced in Chapter [3] which we need to compute in order to obtain
the effective coefficients on the macroscopic scale.

In Section[5.5] we give an overview of the Numerics libraries used to implement
our discretization along with their advantages and drawbacks that we faced along
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the way.

5.2 Discretization of the population balance equa-
tion

5.2.1 Basic equations

We consider the discrete aggregation-breakage PBE

N
8”(%(15) :% Z Blai, az)nin; — Zﬂ(ak,ai)nmk

iti=k i=1
N
— bpny + E Vribing,
i=k

as well as its continuous version

8n (v,1) /5 n(v — u)n(u)du — 75(% v)n(u)n(v)du
0

—b(v)n(v) + /’y(v,u)b(u)n(u)du (5.1)

together with suitable initial conditions. The moments M; of the number density
function n(v,t) are defined as

M,; = /vin(v,t)dv, for i € N. (5.2)
0

Substitute (5.2) into ) to obtain:

%/d /du [0 +u’ — (v + u)'] B(v,u)n(v)n(u)
0

t
—|—/ /(%)Z’y(v,u)—l n(u)b(u)u'du dv. (5.3)
o Lo
Integrating the continuous equation over [v;, v;y1] gives:
Vi1 Vi41
/dv/,@v—uu (v—u)n (u)du—/ /5uv n(v)du

Vi+1 Vi4+1

+ / dv / (0, w)b(w)n (u)du — / b(v)n(v)dv, (5.4)

V4
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where the quantity N;(t) is defined by

N;(t) == /n(v,t)dv. (5.5)

v;

A complete set of equations can be obtained by representing the right-hand
side of in terms of IV;. This is precisely the term modeling the aggregation
and fragmentation of the colloidal species.

There are two major approximate approaches to discretizing : the M-I
and M-II methods.

The M-I approach applies the mean-value theorem on the collision frequency:

Vigl V41
/ dv / B(u, v)n(u, (v, £)du = By Ni ()N, (8), (5.6)
v; v
Bij = B(xi,5), i € [vi,via], 25 € [v5,0541] (5.7)
The M-IT approach applies the mean value theorem on the density:

Uikl Vi1

/dv / Blu,v)n(u,t)n(v,t)du =

n;(t)n;(t) / dv / B(u,v)du, (5.8)
i 1 Vi1
ni(t) := Pp— n(v, t)dv. (5.9)

v;

5.2.2 Discretization approaches for the aggregation term

In the following subsections we give an overview of discretization approaches
for the right hand side of (5.1). For a practical application of some of these
approaches see e.g. [105].

5.2.2.1 Hidy and Brock approach

The reference [53] used the M-I approach with a linear grid to restore autonomy
for PBEs with only aggregation. They considered particle population in a size
range [v;, v;4+1] to be represented by size x; = ixy:

N
n(v,t) = ZNja(vfzj). (5.10)



70 Chapter 5. Numerical Solution of the Transport Problem

Substitute (5.10) in (5.4), use A;; = B;; N;(t)N;(t) for shortness:

i—1 N

dN; 1

=5 S Ajii =Y Ai (5.11)
j=1 j=1

The variation of the puth moment can be obtained by substituting (5.10)) in (5.3]):

dMy LS ’
=23 Y@l o — (i 3)M) Ay (5.12)
i=1j=1

Alternatively, multiplying (5.11) by z!' and summing up over all i gives:

a ZN.x/,‘) :dM”:—Eii(w“—i—x”—(x-—i—x-)“)A-- (5.13)
dt \—~""" dt 2 A '

i=1 j=1

and are exactly the same for all values of p. This is called “internal
consistency”. Thus, the discretization technique based on uniform grid yields a
set of equations which is internally consistent. The major disadvantage of this
technique is that it requires a large number of size ranges to cover the entire size
range with acceptable resolution.

5.2.2.2 Batterham approach

The reference [8] used the M-I approach with a geometric grid v;; = 2v; for pure
aggregation PBE. Particles in [v;,v;11] are represented by z;. The aggregation
of these particles led to the formation of new particles lying on the boundaries
of a size range. The authors divided such particles equally (mass) between the
adjoining size ranges. The particles formed in a sub-size range, e.g. [z;,v;41] for
the ith size range, were assigned to x; such that the mass was conserved:

dN;(t 3 3
c;t( ) = gAi—l,i—Z + ZAz',z‘—H-
i—2 o N
Ai—l,i—l + Z(l + 2jil)Aij — Z Aij - A“ (514)
j=1 j=1

These equations conserve total mass(internal consistency with regard to first
moment), but fail to yield the correct discrete equation for total numbers or any
other moment.

5.2.2.3 Hounslow approach

[57] used the M-I approach with same grid as [§], but assumed the particles to be
uniformly distributed in a size range. They identified four types of interactions
that can change the total population in a size range and derived expressions for
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each one of them separately. The set of equations derived was internally con-
sistent w.r.t. only M, but with a correction factor, independent of aggregation
kernel, also w.r.t. M7. Here, we have:

dN(t) 7—2 o 1 1—1 o N
dzt = Z 2J71+1Ai_17j + §Ai—1,i—1 — Z 2j71Aij - ZAZJ (515)

j=1 j=1 j=1

5.2.2.4 Fixed pivot approach

This method is due to [72]. Consider quantity of interest F'(¢) of entire popula-
tion obtainable from property f(z) of a single particle of volume z € (0, 00):

F(t) = /f(x)n(xj)dx. (5.16)
0

To obtain the evolution of F(t), one calculates the evolution of the number
density n(x,t), which can also be used to obtain any other integral property.
Another approach is to directly address how changes in certain desired proper-
ties Fy(t), Fa(t), ... are brought about by enforcing exact preservation of changes
in properties fi1(z), f2(x), ... when particles break or aggregate. In other words,
discrete equations are designed to produce the “correct” equation for the evolu-
tion of F(t).

Consider the aggregation of two particles of sizes z; and ). In general,
aggregation can be defined as change in property f(x) from f(x;) + f(xx) to
f(xj+x). For uniform grid (z; = iz1, the size of a new aggregate always exactly
matches with one of x;’s. Thus, for this discretization, changes in any property
f(z) corresponding to aggregation of two particles are exactly preserved.

If the size of the new particle does not match with any of the representative
sizes, then many possibilities exist with regard to its representation. The particle
should be assigned to the nearby representative sizes such that the changes
in properties fi(z), fo(x),... due to aggregation or breakage events are exactly
preserved in equations for N;(¢).

Example 1. We need to predict the evolution of the second moment of the distri-
bution. A particle of size v € (x;,x;41) is formed due to breakage or aggregation.
Particle v should be represented through populations at sizes x; and/or x;y1 in
a way that the second moment should be exactly preserved. The reassigned par-
ticles should have second moment equal to v2. Formation of (v/x;)? particles of
size x; or (v/wi11)? particles of size x;y1, both satisfy the requirement. Clearly,
at least one more property should be preserved to uniquely specify an aggregation
or breakage event.

This method, unlike several others, does not distinguish between intra- and
inter-interval events:

e all events leading to formation of new particle are birth terms,
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e all events leading to loss of a particle are death terms.

Thus, the intra-interval events that result in the birth as well as loss of particles
from the same size range will be considered twice, but treated like inter-interval
events eliminating the need for special treatment of intra-interval events. This
substantially simplifies the method.

When a new particle has its size corresponding to a representative size, all
properties associated with it are naturally preserved. In other case, we assign
to particle to the adjoining representative volumes such that two pre-chosen
properties of interest are exactly preserved.

The formation of a particle of size v € [;,2;11], due to break up or aggre-
gation, is represented by assigning fractions a(v, ;) and b(v,z;41) to particle
populations at z; and x;41, respectively. For the conservation of two general
properties f1(v) and f2(v), these fractions must satisfy the following equations:

a(v, ;) f1(zi) + b(v, xiy1) f1(zit1) = f1(v),
a(v,z;) fa(zs) +0(v, xig1) fo(zig1) = fo(v).

Note that these equations can be generalized for the preservation of four
properties by assigning a particle of size v to populations at x;_1,2;,2;41,Zit+2.

5.2.3 Approximation details
In what follows, we describe in detail the approximations for the terms on the
right hand side of (5.4).

5.2.3.1 Approximation of the breakage mechanism

Dealing with the birth term. Using B(v,u) := (v, u)b(u)n(u,t) for short-
ness, the birth term given by:

Vi+1 [e%e]
Ryy = / dv/B(v,u)du (5.17)

is modified to

Tit1 oo T o
Ryt = / a(v,xi)dv/B(v,u)du—F / b(v,xi)dv/B(v,u)du. (5.18)

Since the particle population is assumed to be concentrated at representative
sizes x;,

n(v,t) = Z Ni(t)d(v — x;). (5.19)
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Substituting (5.19)) into (5.17):
Tit1

Rb+:Zkak(t) / a(v, z;)y (v, z)dv
k>i

T

A / b(v, 25)y(v, 25 )do, (5.20)

k>i

Substitute solutions of (5.17) into (5.20) to get:

N
Ryy =Y i kb Ni(t). (5.21)
k=1

In (5.21)) 4 1 is interpreted as the contribution to population at ith representa-
tive size due to the breakage of particle of size zy:

(€) (m),.€ () (m &
b '_Bi,kI?Jrl_Bil‘riJrl _|_Bi—17kl"?f _Biszxzel (5.22)
b 2527 — "2t T S Pl ' .
iTit1 i Tit1 ili—1 iTi—1
Ti4+1
Bl(i) = / v (v, 2y )dv. (5.23)

The exact preservation of numbers and mass, for instance, is achieved by setting
& =0,n7=1. In this case:

Tiy1 Ti
Vi = Zinn 7Y (v, 21 )dv + / L (v, 2 )dv. (5.24)
Tit1 — T4 Ti — Tij—1
x; XTj—1

The first and second integral terms reduce to zero for ¢ = k and ¢ = 1, re-

spectively. The integral terms appearing in (5.23]) or (5.24) can be evaluated
analytically for a large class of v(u,v) functions. Otherwise they can be com-

puted numerically at negligible computational cost.

Dealing with the death term. Substituting (5.19)) into death term(last term
in (5.4)) given by:

Vi4+1
Ry_ = /b(v)n(v,t)dv,

we obtain
Ry— = b;N;(t). (5.25)
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5.2.3.2 Approximation of the aggregation mechanism

Dealing with the birth term. Using A(u,v) = 8(u, v)n(u, t)n(v, t) for short-
ness, the birth term is given by:

Vi4+1 v
1
Ry = 3 / dv/A(v — u,u)du. (5.26)
Vi 0

The population at representative volume x; gets a fractional particle for every
particle born in (z;_1,x;) U (2, zi41):

e a(v,x;) particles are assigned to x; for particles born in (z;, z;41),
e b(v,x;) particles are assigned to x; for particles born in (z;_1,z;).

Here, we have:

it1 v
1 1
Rov = [ atvwido [ A - wwdu+ g / 0., dv/A o ),
Ti 0 Ti—1 0
(5.27)
Substitute n(v,t) from (5.19):
N N 1 4
Rap = > > (- §5jk)¢sz4jk, where (5.28)
k=1j=Fk
zi1<(zj+ar)Swign
€on  _ynk
" H» ng(v—$j+$k)<xz+1
O = e e (5.29)
Sela Vel <= bap) < o
a:fm? lfw;’lwf 17 J

. ik . . . .
For preservation of mass and numbers, ¢]" is given by a simple expression:

) Ti41—VU J]'< U:.’L"+LL' <[L"
A (=25 0) < Zima (5.30)
s—a T S (v=ugj+ag) <

Note that applies for a general grid. Possible combinations of classes
j and k satisfying the constraint z;,_1 < (z; + o) < ;41 are determined at
the time of grid generation, which eliminates the need for checking the same
inequalities repeatedly as the computation proceeds.

Dealing with the death term. Substituting (5.19) into death term(second
term in (5.4))) given by

Ro- = / A(u,v)du. (5.31)

Vi
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we obtain

N
Ro_ =) Ag. (5.32)
k=1

5.2.3.3 Discretized equation for aggregation-breakage interactions

Summarizing, the discretized equations approximating the coupled aggregation-
breakage problem are:

dN; (t) VX 1 N N
a Z (1- Eéjk)d)i Ajr — ZAik + Z?/Ji,kkak(t) — b;N;(t),
k=1 j=k k=1 k—i
i1 <(zj+TR) <Tit1
where
it e WS (0= ) S g
i T ) 9
%z:llv i < (v=1;+ 1) < 2y
(&) ,.n ()€ © n (m) &
Wi g = Bijaiy — Biywiy | BTy v — B i
T afal, - aady, I
Tit1

Bl(gk) = /véy(v,xk)dv.

Zq

The parameters of the method are ¢ and 7. They determine which of the two
moments of the distribution are needed to be preserved.

The present technique permits variations in the grid, allowing for an easy
testing of the convergence and accuracy of the numerical solutions.

5.3 Time and space discretization of the diffusion-
advection-reaction equation

This section presents a fully discrete numerical scheme that approximates the so-
lution of the diffusion-reaction-deposition problem, where the Soret and Dufour
coupling terms are taken into consideration.

5.3.1 Linearization schemes

Now we describe the Newton scheme and an iterative splitting scheme used to
discretize our problem, which we recall here:
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Find u= (0,uy,...,un,v1,...,vy) satisfying:
N
010+ V- (—kV0) — 7Y Vou;- VO =0 in (0,7T) x (5.33)
i=1
O +V - (—d;iVu;) — 6V°0 - Vu = R;(u) in (0,7) x Q, (5.34)
Ov; = ajv; — biv; on (0,T) x T, (5.35)

with the boundary conditions

—kVl8-n=0 on (0,7) x 'y, (5.36)
0= 9[) on (O,T) X FD7 (537)
— d¢Vui TN = AUy — bi’Uz' on (O, T) X F, (538)
—diVu; -n=0 on (0,7) x 'y, (5.39)
U; = UiD on (O,T) X FD7 (540)
and the initial conditions
0(0,z) = 6°(x) for z € Q, (5.41)
u; (0, ) = ud (z) for z € Q, (5.42)
v;(0, ) = v (2) for x € T (5.43)
Recall also the definition of the weak solutions to (5.33)-(5.43]):
Definition 4. A vector u = (0,uq,...,un,v1,...,0n) of functions is a weak

solution of (5.39)-(5-43) if 6, u; € L*(0,T; HY(Q)) and v; € L*(0,T; L*(Q)) for
i€{1,...,N} and the following identities hold:

for all p € HY(Q):

/at9¢+/wa Vo = TZN:/V%,» - Vg, (5.44)

Qe Qs i=lge

and for all ¢; € H*(Q):

/&sui% +/Vdiui'v¢i +/(afuz‘ — bjvi)i
QE Qs

FE
5 / V90 Vusths + Ri(us), (5.45)
Qs
and for all p; € L*():
/atUiSDi = /(afui — b5 ;) i, (5.46)
re re

together with —.
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Recall that in Chapter [4] we have proven existence, uniqueness, positivity
and boundedness of solutions to ([5.33))-(5.43) under the assumptions:

1. 0</<;0§m§n1,0<d0gdigdl,éi<51,a5*0§af§a5’1,andbf§b5’1
for i € {1,..., N} where x°, k!, d°, d', 61, a®", a®' and b*' are positive
constants.

2. ?0 € Lf%@) N H2(Q), uw; € L*(Q) N H%Q), and v? € L>(T) for i €
1,...,N}.

We split our time interval [0,7] into a finite number of closed subinter-
vals [to := 0,t1], [t1,%2],..., [tn—1,tn := T]. The subintervals need not be
equidistant, so we denote their lengths as 7; = t; — ¢;_;. Further, denote
uf(m) = u,(tj,x), and vf(x) == v;(tj,z), and 69 (x) := 0(t;,z).

We now use the following approximations to the time derivatives

8t9(tj,z) ~ M, (547)

Oty x) = ———=—t——, (5.48)

vl (z) — vj_l(x).

Otvi(tj,x) ~ L (549)

Using Rothe’s method (see e.g. [103], [63]), we substitute (5.47)-(5.49)) into
(5.33)-(5.43) and obtain the following time-discrete nonlinear system.

Find (67, u{7 ... 7u§\,, v{, ... mi,) satisfying
Qi — gi—1 _ .
——— + V- (rV(at + (1 - )07~ 1))~
J
Y Vioul +(1-a)ul ) V(! + (1-a)’')=0 inQ (5.50)
i=1
uwl —ul ! i j—1
% + V- (=diV(au] + (1 —a)ul ))—
J
SV (e’ + (1 — )Y - V(ew! + (1 —a)ul ™)
= Ri(av’ + (1 — a)u/™1) inQ, (5.51)
qy.j — Uj.;l

= a;(ou? + (1 — a)ul ™) — bs(aw! + (1 — a)vgfl) onl, (5.52)
7j
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with the boundary conditions

—kV0 n=0 onTy, (5.53)
69 =0p onI'p, (5.54)
- diVug ‘n = aiu{ — bivzj onT', (5.55)
— diVug n=0 on 'y, (5.56)
ug = uzD on 'p, (5.57)

Y and v{ are the given by the initial conditions. Note that we have
introduced a parameter o here. The choose of a = 0 corresponds to the explicit
Euler method, while &« = 1 corresponds to the implicit Euler method. Both
methods are first order accurate. Another choice of & = 0.5 leads to the Crank-
Nicholson method which is second order accurate and implicit.

where 6°, u!

Now that the time variable has been discretized, the next step is to discretize
the spatial variable using the Finite Element method (see e.g. [16]). We mul-
tiply — with a test function and integrate over {2 and I' respectively,
integrating by parts where necessary. We obtain:

(07,0) — (0771, 0) + 7[a(kV0, V) + (1 — a)(kVH 1 V) —
N
Y (Vo(au! + (1 —a)ul™h) - V(at’ + (1 - )’ ¢))] =0 (5.58)

(ul, ) — (ul ") + 7i[e(d; Vul, V) + (1 — ) (d;Vul !, Vi) +
alau] — bl )r + (1 — a)(au! " —bv] ' ¥)r
— (Vo (ab? + (1 —a)p’~ 1) V(aw] + (1 —ayul 1), 9)] = (R(u?),9) (5.59)

(v],0) = (] 0) = ilalaie] — bl @)r + (1= a)(au! ™ —biv] ", )r).
(5.60)

We discretize the space variable by making a trlangulatlon T" of Q and
approximating wu; ( ) = > Uj kgl k( ), where ¢ are the shape functions,
polynomials on each triangle of T , that approximate the space H'()), and
U/ * are the unknown nodal values of the solution.

Accordingly 67 (z) ~ 3., TFypPk(z) and v (z) ~ 3, Vij’kcpf’k(m), where
YPM*(x) and wfk(aﬁ) are the appropriate shape functions.
We then substitute these expansions into - ), taking the test func-
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tions to be qbf’k, Pk, cp?’k, and o = 1 for the implicit Euler method:

Fy(T9,U7,V7) o= MOT = MOT9= 4 7y (A°T9 = " UPTST) =0, (5.61)

Fy(T?, U7, V) == MU} — MU} ™!
+ 1AM} = > U DT - Ry(U7)) =0, (5.62)
[

Fi (T, U}, V7)== M°V) — MYV + 7;(~CiU? + B;VY) = 0. (5.63)

5.3.2 An iterative Newton scheme

Based on Newton’s method, we compute the n** approximate solution from the
n — 1°%, using a damping parameter 3 to ensure a better global convergence.
Here we denote U’ := [T9, U}, V7], and F := [Fy,Fy,...,F¥,Fi, ..., F{]:

VF(U)AU? = —F(UY), (5.64)
U/t = U7 + pAUY. (5.65)

Thus, we start with U, which we interpolate from the initial conditions (5.41))-
, and advance each step according to , solving a linear system to
find AU™. Below we give the matrix of this linear system, that depends on the
solution of the previous step U7:

MO +7;(A® — UPTS) —7;STI 0
VE(U?) = —7; UMD M" 4 7j(A% — DT7 — VR(U7)) 0
0 TjCi M? + TjBi
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Here are the definitions of the matrices used in the definition of VF(UY):

Mj, :=/W’hwk’h7 (5.66)
Qe

taim [l (5.67)
Qs

Ay = / AVETE TN (5.68)
Qs

o ;:/diwg’h.wf’h, (5.69)
QE

1 :=/<p§’h¢f’h, (5.70)
FE

Sijk = / TV vyl hgh (5.71)
QE

Dijk :=/5N¢“h R (5.72)
QE

Cijk = /afgf)jgpk, (573)
FE

Bijk = /bf%% (5.74)
FE

For each time step, we make the iterations ([5.64)-(5.65)) until the residual
becomes smaller than the given tolerance. The Newton iterations converge
quadratically when given a proper initial value [66].

5.3.3 An iterative splitting scheme

The matrix from the Newton scheme includes entries for all degrees of freedom
in the system and can quickly become very large. This can be mitigated by an
operator splitting scheme, that decouples the equations — and solves
them sequentially, until the iterations converge to the fixed point.

We solve first the temperature equation, using the mobile concentrations
from the last time step, then use the obtained temperature values and the im-
mobile concentrations from the previous time step to solve for the new mobile
concentrations, and finally use the new mobile concentrations to solve for the
new immobile concentrations. o

Consider a fixed-point operator F' := Fs o Fy o Fy, where F : (67, ul,v]) —

. A i1 Y
(67, ul,v]), and

o Fy:(07,ul,v7) = (#7,ul,v]) such that 67 is the weak solution of (5.44).

(A 1?7
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o Fy: (09, ul,v7) — (67,u?,v]) such that u/ are the weak solutions of (5.45)).

17 7 17 7

o Fy: (09, ul,v7) — (67,u?,v]) such that v/ are the weak solutions of (5.46]).

%

Here’s the algorithm to obtain the solution for the time step U7t! from U7,
we start with U/t = UJ and

Algorithm 1. (Iterative splitting scheme)
1. Find Uy = F(UITLF)
2. Find Uy = F5(U,)
3. Find UJtLE+1 = F3(U,)

We continue the iterations until [[UI+1A+HL —UitLk || < o where ¢ is a given
tolerance. These iterations are expected to converge linearly.

5.4 Discretization of cell problems and periodic
boundary conditions

Periodic boundary conditions are usually used when a solution on a larger do-
main that repeats in one or more directions can be substituted with a solution
on a representative piece of this domain as in Figure [5.I] The computation is
then periodically extended to the other cells.

FIGURE 5.1: Tllustration of the periodic domain (left) and a triangulation of the
periodic cell (right). Boundaries of the same color must match.

Assuming the periodic cell in Figure to be [0,1] x [0,1], the periodic
boundary condition will look like:
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u(0,y) = u(l,y) for x € [0, 1]
u(z,0) = u(z,1) for y € [0,1]

To simplify the implementation of the periodic boundary conditions, assume
that the mesh is uniformly refined, at least on the boundary. Then, after the
FEM discretization there’s an equal amount of nodes on the top and bottom,
left and right boundaries respectively. And there is a correspondence between
each respective node: for each degree of freedom on the boundary, i, there exists
a degree of freedom on the opposite side of the boundary p(i). Except for the
corners, p reverses itself, i.e. p(p(i)) = i. So if we're representing our solution as
up(z) = Y U;¢h(x), we have to constrain:

Ui = Upgs) for all 7 € B,

where B is the set of the degrees of freedom on the boundary.
The algorithms used to implement generalized constraints for FEM are de-
tailed in [6].

5.5 Overview of the used Numerics libraries

5.5.1 DUNE

DUNE, the Distributed and Unified Numerics Environment (cf. |7]) is a modular
toolbox for solving partial differential equations (PDEs) with grid-based meth-
ods. It supports the easy implementation of methods like Finite Elements (FE),
Finite Volumes (FV), and also Finite Differences (FD). DUNE is free software
licensed under the GPL (version 2).

DUNE is designed to provide a slim interface that allows efficient use of legacy
and/or new libraries. It used modern C+-+ templating techniques to enable very
different implementations of the same concept (i.e. grids, solvers, ...) to have a
common interface at a very low overhead.

DUNE is based on the following main principles:

e Separation of data structures and algorithms by abstract interfaces.

e Efficient implementation of these interfaces using generic programming
techniques. Static polymorphism allows the compiler to do more optimiza-
tions, in particular function inlining, which in turn allows the interface to
have very small functions (implemented by one or few machine instruc-
tions) without a severe performance penalty. In essence the algorithms are
parametrized with a particular data structure and the interface is removed
at compile time. Thus the resulting code is as efficient as if it would have
been written for the special case.
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e Reuse of existing finite element packages with a large body of functionality.
In particular the finite element codes UG, ALBERTA, and ALUGrid have
been adapted to the DUNE framework. Thus, parallel and adaptive meshes
with multiple element types and refinement rules are available. All these
packages can be linked together in one executable.

In our experience of using DUNE, the advantages listed above have some
disadvantages to offset the advantages that they provide in some situations:

e The abstract interfaces being very loosely coupled through the use of tem-
plates can be seen as an advantage for adding new features and optimiza-
tions, has the drawback of being less inspectable and discoverable in the
application usage.

e The efficiency of implementation that leverages templates greatly increases
the compilation time. Most of the code needs to be re-compiled even with
a very small change. But this is mainly a drawback of the current defini-
tion of the template aspects of C++, as well as the current implementation
of the compilers. The compiler output in case of an error is quite over-
whelming, being megabytes worth of text with many places to inspect the
possible location of the error.

e The reuse of existing packages is good, although it comes at a price of
a lengthy configuration to ensure that all the pieces of the library know
about each other and can be used together.

DUNE provides many grid formats, of which we used mainly ALUGrid and
YaspGrid (for testing). Particular grids can be created using third party tools
and saved in gmsh format, which DUNE can read. The most of the widely
used shape functions for the FEM are implemented, such as Lagrangian shape
functions of arbitrary order, Monomial shape functions of arbitrary order for
Discontinuous Galerkin methods, and Raviart-Thomas shape functions of the
lowest order. DUNE contains ISTL (the Iterative Solver Template Library),
which provides nice abstractions for the block matrices that result from our sys-
tem. The solutions can be outputted in VTK format, and standard tools such as
Paraview can be used to visualize the output. DUNE provides three discretiza-
tion to choose from: dune-FEM, dune-fufem, and dune-PDELab, of which we
chose dune-PDELab, since it was best suited for solving our problem. The main
advantage of dune-PDELab is their implementation of product spaces for sys-
tems of equations, as well as the straightforward implementation for transient
problems. We have used DUNE to produce the numerical results in Chapter [2]
and in Chapter [3|

5.5.2 deal.ll

deal.IT (cf. [5]) is the successor to the Differential Equations Analysis Library.
It is a C+—+ program library targeted at the computational solution of partial
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differential equations using adaptive finite elements. It uses state-of-the-art pro-
gramming techniques to offer a modern interface to the complex data structures
and algorithms required.

The main aim of deal.Il is to enable rapid development of modern finite
element codes, using among other aspects adaptive meshes and a wide array of
tools classes often used in finite element program. The library takes care of the
details of grid handling and refinement, handling of degrees of freedom, input of
meshes and output of results in graphics formats etc. Support for several space
dimensions at once is included in a way such that programs can be written
independent of the space dimension without unreasonable penalties on run-time
and memory consumption.

We added deal.Il to the implementation the discretization of our model in
order to handle the periodic boundary conditions for the cell problems, which
were difficult to implement in DUNE. deal.Il is also much faster for prototyping,
since it involves much less aggressive optimization than DUNE, i.e. usual poly-
morphism instead of static polymorphism. The extensive documentation and an
open source license add a lot to the attractiveness of this library.

We have contributed to the documentation base of deal.Il as well as to the
source code [27].

We have used deal.Il to produce the numerical results of Chapter [3] where
it was instrumental in solving the related cell problems.

One disadvantage of deal.Il over DUNE, is that it is only able to use rectan-
gular elements for the triangulation, while DUNE can deal with a multitude of
meshes, including mixed triangles and rectangles. This choice however greatly
improves the clarity of the interfaces and allows for more optimization, since it
is possible to prescribe many geometrical constants, such as number of faces per
cell in each space dimension.

A big advantage of deal.Il is its model of treating the constraints on the de-
grees of freedom, which was instrumental in implementing the periodic boundary
conditions. After the assembly of the stiffness matrix, it is possible to constrain
a degree of freedom to a linear combination of other degrees of freedom. As long
as there are no cyclic dependencies, the library can handle these constraints.
Another important advantage is the ease of implementation of various grid re-
finement strategies. Note that the grid adaptivity is a very attractive feature if
one needs to resolve the relevant fluctuations in a multiscale model.



Chapter 6

Numerical Analysis of the
Upscaled Thermo-Diffusion
Problem

6.1 Introduction

We are interested in quantifying the effect of coupled macroscopic ﬂuxesE] on
the aggregation, fragmentation and deposition of large populations of colloids
traveling through a porous medium. To do so, we are using a well-posed partly-
dissipative coupled system of quasilinear parabolic equations posed in a con-
nected open set {2 with sufficiently smooth boundary. The particular structure
of the system has been obtained via periodic homogenization techniques in [69]
[see e.g. Ref. [55] for a methodological upscaling procedure of reactive flows
through arrays of periodic microstructures|. For details, see Chapter

The primary motivation of this part of the thesis is to develop and analyze
appropriate numerical schemes to compute at macroscopic scales approximate
solutions to our thermo-diffusion system with Smoluchowski interactions. Ac-
counting for the interplay between heat, diffusion, attraction-repulsion, and de-
position of the colloidal particles is of paramount importance for a number of
applications including the dynamics of the colloidal suspension in natural or
man-made products (e.g. milk, paints, toothpaste) |37], drug-delivery systems
[3], hierarchical assembly of biological tissues [78|, group formation in actively
interacting populations [90], or heat shocks in porous materials [12]. Further
details on colloids and their practical relevance are given in |31} 68|, e.g.

The discretizations shown here have been successfully used in Chapter 3| (see
also |70]) to capture the effect of multiscale aggregation and deposition mech-
anisms on the colloids dynamics traveling within a saturated porous medium
in the absence of thermal effects. Now, we are preparing the stage to include
the Soret and Dufour transport contributions — cross-effects between molecular
diffusion and heat conduction; for more details on the macroscopic modeling of

n this context, the fluxes are driven by a suitable combination of heat and diffusion
gradients [46].
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thermo-diffusion, we refer the reader to the monograph by De Groot and Mazur
[46]. The a priori estimates are obtained in a similar fashion as for problems
involving reactive flow in porous media (see, for instance, |71, 29| and references
cited therein), however specifics of the cross transport, interaction terms, and of
the non-dissipative (ode) structure play here an important role and need to be
treated carefully. For the numerical analysis of case studies in cross diffusion, we
refer the reader for instance to [42, 4] and [93]. Note that there is not yet a uni-
fied mathematical theory to deal with general cross-diffusion or thermo-diffusion
systems. Due to the presence of the nonlinearly coupled transport terms, essen-
tial difficulties arise in controlling the temperature gradients (and the gradients
in the concentrations of colloidal populations) especially in more space dimen-
sions (see e.g. [11] for a nice discussion of a related PDE system posed in one
space dimension), the problem sharing many common features with the Stefan-
Maxwell system for multicomponent mixtures (compare Refs. [14, |62} [51] and
the literature mentioned therein).

In this Chapter, we investigate the semidiscrete as well as the fully discrete a
priori error analysis of the finite elements approximation of the weak solution to
a thermo-diffusion reaction system posed in a macroscopic domain that allows
for aggregation, dissolution as well as deposition of colloidal species. The main
results are summarized in Theorem and Theorem The mathemati-
cal techniques used in the proofs include energy-like estimates and compactness
arguments, exploiting the structure of both the interaction terms and nonlocal
coupling. Once these a priori estimates are proven and, additionally, corrector
estimates for the homogenization process explained in Chapter [] become avail-
able, then the next natural analysis step is to prepare a functional framework
for the design optimally convergent MsFEM schemes approximating, very much
in the spirit of [56, [17], multiscale formulations of our thermo-diffusion system.

The Chapter has the following structure: Section [6.2] presents the setting
of the model equations and briefly summarizes the meaning of the parameters
and model components. We anticipate already at this point the main results.
In Section we list the main mathematical analysis aspects of our choice of
thermo-diffusion system and briefly recall a collection of approximation theory
results that are used in the sequel. Section [6.4] and Section [6.5] constitute the
bulk of the Chapter. This is the place where we give the details of the proof
of the semidiscrete and fully discrete a priori error control, i.e. the proofs for
Theorem and Theorem [6.5.5

6.2 Formulation of the problem. Main results

Let I denote an open sub-interval within the time interval (0,7, and let x € Q
be the variable pointing out the space position. The unknowns of the system
are the temperature field 6, the mobile colloidal populations u; (i € {1,...,N}),
and the immobile (already deposited) colloidal populations v; (i € {1,...,N}).
N € N represents the amount of the monomers in the largest colloidal species
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considered. All unknowns depend on both space and time variables (z,t) € Qx1I.

Definition 5. Given § > 0, we introduce the mollifier:

Cel/UsP=0")  if1s| < d,
Js(s) == /sl (6.1)
0 if |s| > 0,

where the constant C > 0 is selected such that

/ Js =1,

Rd

see [32] for details.

Definition 6. Using Js from , define the mollified gradient:

Vif =V [/ Js(x —y)f(y)dy|, (6.2)
B(z,0)

where B(x,8) C R is a ball centered in x € Q with radius 0.

With the Definition at hand, the following inequalities hold for all f €
L>(Q) and g € LP(Q;RY) (with 1 < p < o0):

IV°f - gller(@) < Cllfllz=allglle@ma) (6.3)
IV fllo () < Cllf |2 (6.4)

where the constant C' depends on the choice of the parameter ¢ and structure of
the mollifier Js.

For all ¢t € I, the setting of our thermo-diffusion equations is the following:
Find the triplet (0, u;,v;) satisfying

N
00+ V- (-KV0) = Y T;Vou; - V=0 in Q (6.5)
=1
dyu; + V - (=D V) — F; V20 - Vu+ (6.6)
+ Au; — Biv; = R;(u;) in (6.7)
Oyv; = Aju; — By in (6.8)
—KVO-n=0 on Of) (6.9)
u; =0 on 0N (6.10)
0(0,-) = 6°(-) in Q, (6.11)
u; (0,-) = ul(") in Q, (6.12)
v;(0,-) = v)(+). in Q. (6.13)

Here for all ¢ € {1,..., N}, the parameters K, D;, F; and T; are effective trans-
port coefficients for heat conduction, colloidal diffusion as well as Soret and
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Dufour effects. Furthermore, A; and B; are effective deposition coefficients. §°
is the initial temperature profile, while u? and v? are the initial concentrations
of colloids in mobile, and respectively, immobile state. General motivation on
the ingredients of this system (particularly on Soret and Dufour effects) can be
found in [46]. Note that as direct consequence of fixing the threshold N, the
system coagulates colloidal species (groups) until size N only.

This particular structure of the system has been derived in [69] by means
of periodic homogenization arguments (two-scale convergence), scaling up the
involved physicochemical processes from the pore scale (microscopic level, rep-
resentative elementary volume (REV)) to a macroscopically observable scale.

Remark 6.2.1. Theorem ensures the weak solvability of the system
7. Furthermore, under mild assumptions on the data and the param-
eters the weak solution is positive a.e. and satisfies a weak mazimum principle.
The basic properties of the weak solutions to 7 are given in Section
0.5

Denoting by 6" (t) the continuous-in-time and semidiscrete-in-space approxi-
mation of A(¢) and by 0" the corresponding fully discrete approximation, with
similar notation for the other unknowns, we can formulate our main result: For
all t,t,, € I, the following a priori estimates hold:

N N
167 (t) = 0)I| + D uf'(8) = wi (D) + Y of(t) —wi(2)]
i=1 1=1

< G107 = 0°)| + Co(ju™ — uf | + [l = o?l]) + Cah?

(6.14)
and
N N
n n h,n n h,n n
16" — 6™ +Z ;" — ug|] +Z ;" — v
=1 =1
N N
<m0 — ) + G (z 0 043 0 )
=1 i=1
+ Co(h* + 7). (6.15)

The constants C,...,Cs depend on data, but are independent of the grid pa-
rameters h and 7. The hypotheses and the results under which and
hold are stated in Theorem and Theorem [6.5.5] respectively.

The following Sections focus exclusively on the proof of these inequalities.

6.3 Concept of weak solution. Technical prelim-
inaries. Available results.

Our concept of weak solution is detailed as follows:
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Definition 7. The triplet (8, u;,v;) is a solution to — if the following
holds:

0,u; € H(0,T; L*(Q)) N L>=(0,T; H'(Q)),

vi € H'(0,T; L* (), (610
and for allt € J and ¢ € H(Q) :
N
(0:0, ) + (KV0,V) — > (T;Vou; - VO, ¢) =0, (6.17)
=1
(Opuiy ¢) + (D3 Vuy, Vo) — (F:V°0 - Vi, ¢)
+ (Aju; — Bivg, ¢) = (Ri(u), ¢), (6.18)
(Orvis @) = (Aiwi — Bivi, ). (6.19)

To be able to ensure the solvability of our thermo-diffusion problem, we
assume that the following set of assumptions on the data (i.e. (A1)-(A2)) hold
true:

(A1) Ty, F;, A;, B; are positive constants for ¢ € {1,..., N}, and there exist m
and M such that: 0 <m <K< Mand 0<m<D; <M.

(A2) 0° € LL(Q)NH?(Q),u) € LL(Q)NH?*(Q),0) € LL(T) fori € {1,...,N}.
Fix h > 0 sufficiently small and let Tj, be a triangulation of {2 with

max diam(7) < h.

T€TH
Let S;, denote the finite dimensional space of continuous functions on 2 that
reduce to linear functions in each of the triangles of T} and vanish on 0f2. Let
{P; }Nh be the interior vertices of T}, with N, € N. A function in S}, is then
umquely determined by its values at the points P;. Let ®; be the pyramid
function in S) which takes value 1 at P;, but vanishes at the other vertices.
Then {®; } , forms a basis for Sj,. Consequently, every  in S} can be uniquely
reprebented as

h
x) = Zajq)j(x), with a; := ®(P)),for j € {1,...,Np}, (6.20)

see e.g. Ref. [66].
A smooth function o defined on € which vanishes on 0f) can be approximated
by its interpolant Io in .S, defined as:

Ino(z) =Y o(P)®;(x). (6.21)



90 Chapter 6. Numerical Analysis of the Upscaled Thermo-Diffusion Problem

We denote below by || - || the norm of the space Ly(2) and by || - ||s that in
the Sobolev space H*(Q2) = W5 () with s € R. If s = 0 we suppress the index.

We recall that for functions v lying in H{ (2), the objects ||[Vv|| and ||v||; are
equivalent norms. Let us also recall Friedrichs’ lemma (see, for instance, |16}
23|): there exist constants ¢ > 0 and Cp > 0 (depending on 2, see Ref. [8§]
for explicit expressions for these constants) such that

crlloli < Cp||Va|| < |lofli, for all o € Hy (). (6.22)

The following error estimates for the interpolant I of o [cf. (6.21])] are
well-known (see, e.g., [16] or [23]), namely for all o € H?(Q) N H}(Q) we have

[ Ino — o] < Ch?||o || (6.23)
IV(Iho = o)|| < Chllo]l2. (6.24)

Testing the equations 6) with ¢ € S, leads to the following semi-discrete
weak formulation of (6.5) 1 6 1 as given in Definition

Definition 8. The triplet (Hh, ul vl is a semidiscrete solution to (.) (-)
if the following identities hold true for allt € I and ¢ € Sh:

N
(0:0", ) + (KVO", V) — Z (T, Voul - Vo", o) =0 (6.25)
(Dvui', @) + (D Vuy!, Vi) — (F NAARRTARE)
+ (Aul — Bl ) = (Ri(u"), ¢) 6.26
(0w, @) = (Al — Bivl', o) 6.27

uf (0) = u”™
ol (0) = o2,

(6.26)
(6.27)
6"(0) = %" (6.28)
(6.29)
(6.30)

0,h 0,h
Here, 60", u;", and v;"" are suitable approzimations of 6°, u?, and vy respec-

tively in the finite dimensional space Sh,.

Remark 6.3.1. Note that v; as solution to can be expressed as:
t
vi(t) = (/ Aiui(s)eBisds> e Bit 4 voefB ¢ forallt € 1. (6.31)
0

We will make this substitution later and also use to obtain an error esti-
mate for vf based on the error estimate for ulh This path can be followed due to
the linearity of the equation. If the right-hand side of the ordinary differential
equations becomes nonlinear, then a one-sided Lipschitz structure is meeded to
allow for the Gronwall argument to work.
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Remark 6.3.2. The existence of solutions in the sense of Definition[7 is ensured
by periodic homogenization arguments in [69], while the existence of solutions in
the sense of Definition [§ follows by standard arguments. We omit to show the
details of the existence proofs. Note that the existence of the respective solutions
is nevertheless re-obtained here by straightforward compactness arguments. The
proof of uniqueness of both kinds of solutions follows the lines of [69].

We represent the approximate solutions to the system (6.5)—(6.13)) by means
of the standard Galerkin Ansatz as:

Ny,
t) = Z%‘ (t)2;(x)

for all (x,t) € Q x I. Based on the Galerkin projections, the semidiscrete model
equations read:

Np, Ny,
D B (@5, Br) + Y B (K VD, V)
Jj=1 j=1
Np Ny
_ZT DD Bi(Dau(t) (VO - Vo;, y) = 0 (6.32)
i=1 j=11=1
Np, Ny,
Dl (0@, k) + > i (D VD, V)
j=1 j=1
Ny Np Np,
—F ) Y i (OB(E)(VOD - VB, &) = (Ri(D_ (1) ®;), ). (6.33)
j=11=1 Jj=1

To abbreviate the writing of (6.32)-(6.33)), we define:

a; = a;(t) = (a1 (t), ..., unN, N7,

Bi=B(t) = (Br(t), -, B, (1)

Vi = it) = (v ()5, ()7

G = (gjk)s gjr = (P, i),

H = ( Z‘k)? 'Lgk = (D; V‘I’vaq’k)
= (h?k)v hjk = (KV‘I’ij(I’k),

M = (mjp1), mjg = (VOB - &;, Dy).
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Then (6.32))-(6.33]) become:

GB +HB—S N Tial M3 =0

GO&; =+ Hluaz — FiBTMOZi + G(Aiai — Bi'}’i)
= (Ri(X2;2) a®j), k)

Gv| = A;Go; — B;Gry; (6.34)
B(0) = pg°

a;(0) = af

7:(0) = 7.

Note that (6.34) is a nonlinear system of coupled ordinary differential equations.
Based on (A)l we see not only that H? and H}* are positive definite, but

also that the right-hand side of the differential equations form a global Lipschitz
continuous function, fact which ensures the well-posedness of the Cauchy prob-
lem on I and eventually on its continuation on the whole interval (0,77;
we refer the reader to [2] for this kind of extension arguments for ordinary dif-
ferential equations. Essentially, we get a unique solution vector

(B, i) € CHDN" x CHDNN" s oMD"

satisfying (6.34)); see [91] for the proof of the global Lipschitz property of the
right-hand side of a similar system of ordinary differential equations.

6.4 Semi-discrete error analysis

Our goal is to estimate the a priori error between the weak solutions of (6.25[)—

(6.30) and the weak solutions of (6.5)—(6.13). We proceed very much in the spirit
of Thomeée [121]; cf., for instance, Chapter 13 and Chapter 14.

‘We write the error as a sum of two terms:

oh — 0 = (0" — 0™) + (6" — 0) = + p. (6.35)

In l , 0" is the elliptic projection in S, of the exact solution 6, i.e. 6"
satisfies for all ¢ > 0 the identity:

(KV(0"(1) = 0(t)), Vi) = D _(TiV°u; - V(6" (1) = 0(t)), ) = 0 (6.36)

i=1
for all ¢ € Sp,.

Lemma 6.4.1. Let k € CY(Q), b € L¥(Q,R?), and V - b € L>(Q). Suppose
that v € H} () is a weak solution to the elliptic boundary-value problem

-V - (EVy+by)=6 in, =0 on oS (6.37)
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Additionally, assume
o0 € C2. (6.38)
Then we have
7]l < Cllo]- (6.39)

Proof. The proof of this result is a particular case of the proof of Theorem 4
given in 32, p. 317]. We omit to repeat the arguments here. O

Remark 6.4.2. The condition can be relaxed to Q being a convex polygon,
see [45, p. 147] (compare Theorem 3.2.1.2 and Theorem 3.2.1.5).

Lemma 6.4.3. Let k € L?(Q2) and b € L>®°(Q,R3), and k(z) > m > 0, and m >
16|ocCr, where Cr is the constant entering . Suppose that v € HE(Q) is
a weak solution of the elliptic boundary-value problem

V- (EVy+by)=6 in, =0 on oS (6.40)
Then we have
7]z < Clld]l- (6.41)
Proof. We can directly verify that

m|y|]*> < (kVv,Vv) = (6,7) + (b-7,V7)
< SN+ [1olloo 1Y TV
< 161111 + 16l CrlI VI

Here, we used the Friedrichs inequality (6.22]). Since m > ||b||ccCF, we have
(6.41]). O

Lemma 6.4.4. Take k € L>=(Q) N HY(Q) and b € L=(Q,R3) N HY(Q,R3) and
assume that there exist m and M such that 0 < m < k(z) < M for all x € Q.
Let w € H2(Q2) N HE(Q) satisfying

(kV(wp, —w), Vo) — (b-V(wp, —w),9) =0 for all o € S, (6.42)
Then the following estimates hold:

IV (w, — w)|| < Cihflw]2 (6.43)
[wp, — wl| < Coh?|wl|a. (6.44)

Here, the constant Cy depends on Ty, m, and M. The constant Cy depends
additionally on the upper bound of Vk and b in the corresponding L -norm.
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Proof. We proceed very much in the spirit of Ciarlet estimates. By we
have that

m||V(wn — w)||* < (kV (wp — w), V(wp —w)) =
(kY (wh = w), V(wn — @) + (kV (wh — w), V(p —w)) =
(b V(wn —w), wp — ) + (kV(wn —w), V(e —w)) <
[1blloo [V (wn — w)[[[lwn = @l + MV (wn = w) ||V (e — w)]].

Take ¢ := Ipw - the Clement interpolant of w. Then we have:

+ M[V(Ihw —w)|| < Crhfwlz, (6.45)

m||V(wp —w)l| < blloo([[wn = wl| + [[Inw — wl])

which yields
IV(wn —w)|| < (Crh+ Callbllcch®)|wl|
110/
—_— —w||. 4
- |wp, — w]| (6.46)

It is worth noting that (6.46)) leads to (6.43) when we show later that (at least)

_|_

[wn = w[| < Chlw]2.

Next, we show (6.44) using a duality argument. Let v € H}(2) solve the
problem

V- (kVy—=by)=46¢ inQ, =0 ond.
Then
(wp, — w, ) = (wp, —w, =V - (EVy = b))
= (kV(wp —w),Vy) = (b- V(wp —w),7)
= (kV(wp —w), V(v =) = (b- V(wp — w),7 — )
+ (kV(wp, —w), V) — (b V(wp —w), p).
Let ¢ := I and use (6.42)):
(wp = w,8) < M[|V(wn —w)[[IV(y = Iny)|l
+ 10lloo IV (wn — w)|l[|y = Iny |-
Using the standard approximation properties for Iy, we get:

(wn —w,8) < (C1Mh + Ca|[bllach®) [7]|2]|V (wh — w)]l. (6.47)
Using d := wp — w in (6.47)), and either Lemma or Lemma we

obtain:

lwn = w]| < (CLMh + Callbllooh®)C5]|V (wh — w)]|. (6.48)
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Using (6.48)) in (6.46)) leads to:

IV (wn — w)|| < Cihfjwll2 + C2h||V (wh — w)]]. (6.49)
After solving the recurrence in (6.49)), (6.43) is proven, and hence (6.44]) follows
from (6.48). O

Lemma 6.4.5. Let 0" be defined by (6.56), and let p = 6" — 0. Then the
following estimates hold:

e + BVt < C(0)h tel, (6.50)
e @)+ R V(1) < C(0)R? tel (6.51)

Proof. Using Lemma we have that ||Vp| < C1h]|0]]2 and p < Coh?||0]|2,
so (6.50]) follows by adding these estimates.
To obtain (6.51)), we differentiate (6.36]) with respect to time to obtain:

(kVpe, Vo) = (be - Vp+b-Vpy, 0) = 0.

Assuming k uniformly bounded, which it is, since it doesn’t depend on 8 in our
case:

ml[Vpell* < (kVpr, Vi) = (k¥ pr, V(07 — ¢ + 0 = 6,))
= (kVpi, V(e = 0) + (kVpi, V(0" — )
= (kVpi, V(g —01)) + (b - Vp+b- Vpy, 0" — ).
We have used (6.36) in the last equation since (8" — @) € S,. Thus we get that
m||[ Vil < MIIVpil[|[ V(0 = )l + (CL (D) [V pll + Co(0) [V e |)116" = ol-
Now, take ¢ := I6; to obtain:
m|[Vpe|| < M|[Vpe||Ch[l0c]l2 + (CL) [V pll + C2(0) IV pe]) (llpel] + Chl|0:|2)
m
< 5||VP75||2 + CR2(|6:]13 + Ch([lpe]| + Chll6:l2)
+ Co (W[ Ve[l pe]l + Co(w) CRIIV pe[|[ 0 |2-
Using Young’s inequality a few times, it finally follows that:
IVpil? < Cib? + Callpi?, (6.52)

where C7 and Cs are independent of h.
Now, we use the duality argument as in Lemma to gain:

(pt,6) = (pt, =V - (kVy = by)) = (kVpi, V) = (b- Vi, )
= (kVpi, V(v =) = (b-Vpi, vy — ) + (k- Vpi, Vo) — (b Vi, )
= (kVp, V(v =) = (b- Vi, v — ).
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Choosing ¢ := Iy and § := p; yields

loell* < C1lIVpel|(MA + [[bllooh®) 172
< Co|| Vpul|(Mh + [[blloch®) 6] <
< Co|| Vel (M A+ [[blloch®)l| pel-

We now see that
ol < C(u, )RV pe||. (6.53)

Combining (6.52) and (6.53)) leads to convenient recurrence relations, thus prov-
ing the statement of the Lemma. O

Lemma 6.4.6. Let 0" be defined by , Then:
V6" ()]0 < C(6) forallt e I. (6.54)
Proof. We rely now on the inverse estimate:
[Volleo < Ch Ve for all p € S},. (6.55)

The statement ([6.55)) is trivial to prove for linear approximation functions, since
in this case Vi is constant on each triangle. Using Lemma|6.4.5|and the known
error estimate for I, 60, we have:

V(0" — 1,0)|| o Ch|V(0" — I,0)||

<
< Ch (| Vpll +IV(In6 = 0)]) < C(6).  (6.56)

O

The main result on the a priori error control for the semi-discrete FEM
approximation to our original system is given in the next Theorem.

Theorem 6.4.7. Let (0, u;,v;) solve 46.15)—46.13) and (0", ul, vl solve —
, and let assumptions [(A1)(Az)| hold. Then the following inequalities
hold:

16" (t) — 6(t)| < C||6%" — 6°|| + C(0)h? tel, (6.57)
ul (t) — wi()]| < Cllud™ —ud|| + C(u)h?  telie{l,...,N}. (6.58)

Proof. With an error splitting as in ((6.35)), it is enough to show a suitable upper
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bound for ¢ := 8" — 6". We proceed in the following manner:

N
(00, 0) + (KVh, Vo) = (0:0", 0) + (KVO", Vo) — > (TiVouj* - 0", o)
=1
N ~ ~
+ ) (TiVoul - 0", o) — (20", ) — (KV", Vo)
=1
N
= =00+ p), %) — (KV(0+p), Vo) + Y _(T:iVul' - 6", )
=1
N
= —(0p, ) — (KVp, Vi) + > (T:iV%u; - Vp, )
i=1
N
+ Z(Ti(véu? VO — Vou; - VO — Vou,; - Vp), @).
=1

After eliminating the terms that vanish due to the definition of the elliptic pro-
jection, we obtain the following identity:

N
= —(@p, ) + Y _(Ti(Voul - V0" = Vou; - (VO + Vp)),0).  (6.59)
i=1

We can deal with the second term on the right hand side of as follows:
Voul - Vo —Vou; - VO — Vou,; - Vp

= (Voul — Vou;) - VO" + Vou,; - (V" — V6 — Vp)

= (Voul — Vou,)(Vip + V") + Vu, - Vi

Now using ¢ := 1 as a test function and relying on the bound
IV6" ]l < C(0)
(available cf. Lemma [6.4.6)), we obtain:

1 1 1
SO+ ml VI < Sl10uel* + 5 1]

i=1

N
+ Y (Clluf = will® + & Vo ? + elluilloo IVl + V9 1%) + [911%)-

Gronwall’s inequality gives

t N
@I < 9 O)]1* + C/O (10epll* + 11V pl1% + D Il —wi]?).

i=1
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The estimate
[ (0)]| < [16™° — 6°]| + [|6" (0) — 6°]| < [|6™° — 6°]| + Ch?||6°]2,

together with the estimate |[u — u;|| < C(u)h? give the statement of the Theo-
rem. O

6.5 Fully discrete error analysis

Let 7 > 0 to be a small enough time step and use ¢, := 7n while denoting
0" = 0(t,) and ul := u;(t,). The discrete in space approximations of ™ and
u; are denoted as 6" and u?’", respectively.

Definition 9. The triplet (07", u™ v/"™) is a discrete solution to —
if the following identities hold for allm € {1,...,N} and ¢ € Sp:

1
;(ah,n-‘rl o eh,n’ 50) + (Kveh,n-ﬁ-l’ VQO)
N
= DTV ) =0, (6.60)
=1
1
(" =" 0) + (DY V) — (B V000 V" )
+ (Al = Bl o) = (Ri(uh™), ), (6.61)
1
;(v?’"“ — v?’”, ) = (Aiu?’"+1 — Bl-vf’"ﬂ, ©), (6.62)
g0 = g0, (6.63)
R (6.64)
o0 =t (6.65)

0,h 0,h ) . .
Here, %7, u;, and v;”" are the approximations of 0°, u?, and v{ respectively

in the finite dimensional space S},.

Remark 6.5.1. To treat and , we use a semi-implicit discretization
very much in the spirit of Ref. [74)]. Note however that other options for the
time discretization are possible.

Lemma 6.5.2. (Consequence of Brouwer’s fixed point theorem) Given
a mapping G : 8" — S, such that:

(G(¢),9) >0 for [loll = q, (6.66)

The equation G(x) = 0 has a solution x € By = {¢ € Si, : |l¢|| < ¢}.
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Proof. We follow along the lines of the proof of Theorem 13.1 from [121], see also
[126] p. 52]. Assume that Gj(¢) # 0 in B,. From this follows that the mapping

D(p) = ﬁgj&g‘)"‘f : B, — By is continuous. Therefore it has a fixed point ¢ € B,

with ||¢]] = ¢. But then

(G, ) (6.67)

2 _ 2 _ _ .
¢ =" = =Eg

Since the norm can’t be negative, this contradicts the Lemma’s assumption. [

Theorem 6.5.3. Let assumptions (4; )H{ A5)| hold. Then there exists a solution

(O ul" ") to (6.60)-(6.65).

Proof. We will show the existence of solutions using the consequence of Brouwer’s
fixed point theorem in Lemma Denoting ¢ := (¢%, ¥, p?), we define the
mapping G, : S, — Sy, as:

N
(Gr(®), ) = 2(¢" — 6", %) +2r(KVe?, V) — 27 Y (T, V0u" - Vi’ )
=1

I
I
N
+ 37 [ 20k = ul", op) + 20DV, Vit = 20 (FiVO6M - Vg, 1)
=1 I Iy
+27(Aipl — Bigy, 0f) — 27 (Aipl — Bigy ) — 21 (Ri(u™), ol )
13 I4

+ 206} = 0", )]
—_— —m——
I

Since G}, was derived from —, there exists a solution (8", u?,vl) if
(Gr(), ) = 0 has a solution. We can use Lemma [6.5.2] for this. Essentially, we
only need to show that there exists a ¢ € S, such that (G (), p) > 0. Below we
give the estimates for the terms Iy, I, I3, and I that will give (Gr(¥),) > 0
when added together. The duplicate terms are omitted, since they can be treated
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in the same way. We have:

I =2(¢% — 0", %) = 2[|° 1> — 16" |[1°]] > [l€°I1” — |

N
I, = 21(KVy?, V) — 27 Z(Tivg’u?’n Ve, %),

i=1

> 27 (Ko||[ V|2 — Ty 0COllul ™[IV |l1€°)
> 27((Ko — &)V ||> — C°|1€?||?),
I3 = 27(Asp} — Biyy], @i — ¢7)

=27|(Ai(pi — i) 0i —@7) — (B — Ag)p®, 0") — ((Ai — By)p’, ¢")

1 U 3 v
—2rl4s - Bille (3112 + 310°1P).

%

n u n 1 u
I = =21 (Ri(u"™),}) > (2] Ri(u™")||* + 5l I1%).

Adding them together, provided 7 > 0 is small enough and |¢| < oo is large
enough, we see that (Gn(y), ) = I1 + Io + I3 + I, > 0, which concludes the
proof. O

Theorem 6.5.4. Let assumptions |(A1){(Asz)| hold. Then there exists at most
0)-(6.65).

. W ot
one solution (O"", u" v;"™)

Ui~ Y4

Proof. Let x = (2% 2%, 2¥) and y := (y?, 4", y?) be two solutions to —
N

(6.65) for a given (6" ”,uf ,vf’”). Substituting = and y into and then
subtracting leads to:

(«” =", <p) +7(KV (2’ —y), Vo)
—TZ T, Voul"" - V(z? — %), ) =0, for all ¢ € S,.
Letting ¢ := 2? — y?, we obtain
N
h,
l2” = °II* + Ko [V (2” = y”)I* < (D I TilloeCOlug ™ INIV (2” = y) |2 — 4|
i=1
Now, using Young’s inequality results in
2% = 9°|I* + 7(Ko — )|V (2" — *)|I* < 707||2” — 3|2

We choose 7 such that 7O < 1, with < Ko, and hence we get ||2? — y?|| = 0.
The facts that ||z} — y¥|| = 0 and ||z} — y¥|| = 0 can be shown in a similar
way. O
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Theorem 6.5.5. Let (0, u;,v;) solve (16 16))- (|6 13) and (0", ul uy, 1) solve —

, and assumptions |(A1)H(Az2)| hold. Then the following inequality holds:
N N
167 = ™[+ >l =+ Y e = |
i=1 i=1

N N
SCi[|0M0 =6+ Co Y fluy” — |+ Cs Y [0 = |
i=1 =
+ Cy(h* + 7). (6.68)
The constants C1,...,Cy entering depend on controllable norms of 6, u;,
but are independent of h and T.

Proof. Similar with the methodology of the proof of the semidiscrete a priori
error estimates, we split the error terms into two parts:

ohm —n = pPm 0= (0" — RLO™) + (RpO™ — 0™), (6.69)
" = pt = (" = Ryf) + (Ruf — ), (6.70)
where Rp6 and Rpu; are the Ritz projections defined by:
(KV(Rp0 —0),Vp) =0, Yo € Sp, (6.71)
(D;V(Rpu; — ui), V) =0, VYo € Sp,ie{1,...,N} (6.72)
Here, %" and "™ satisfy the following bounds:
[4%| < CR?(|6™ |2, (6.73)
[ < Ch?[lui |2, (6.74)
so it remains to bound from above p?™ and p“". We can write for p?" the

following identities:

1 1
—(p?" T = p?" o) + (KV Pt V) = ;(‘)h’”“ — 0" ) + (KVO"" ! Vo)

T

N
(TiVou)™ - V" o) + 3 (T, 0u™ - Vot o)
i=1

‘HEMZ

(RLO™T — Ru0™, ) — (KVRLO™ !, V)

1
(T;Voulm . vehntt o) — ;(RhG"“ — Rp0™, ) — (KVO™H Vo)

|
.MZ\]

N
Il
-

" " 1 n n
(TiVPu ™ - VO™ ) = — (R0 = 10", )

Il
-
2

9n+1 Z vé n+1 9n+1’ S0)
i=1
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After re-arranging the terms in the former expression, we obtain:
1
;(pa,n-i-l _ p9,n’ 90) + (Kvpﬁ,n+17 V(P)

N
_ Z(Tz(véufbm i veh,n—&-l _ Véu;z+1 . V9"+1)7 (P)
i=1

A

1 1
+ (at9n+1 _ ;(en—&-l _ 9n)7 ()0) _ ;(1/}0,n+1 _ w«?,n7 ()0) )

B C

Let us deal first with estimating the term C, then B, and finally, the term A.
To estimate the term C, we use our semidiscrete estimate for 01| stated
in Lemma [6.4.5] we get:

tn+1

1 1
It =gl = [ 0wl < Cob.un®

The term B can be estimated as follows:

tn+1

1 T
B = (*/ (5 —1")00(s)ds, ) < 5 ( sup ]|3tt9|)||<P|| =Cp(O)ll¢l.
tll

T [tr g+l
Finally, to tackle the term A, we proceed as follows:

A — (Véu?,n . Veh,n—‘rl _ V§U?+1 . V0n+1, ()0)
= (Voul"™ - (VO — vom ) + Vot (Voul" — VOultt), )
< el ™ oo (IVP™ 17 + V9" H1%) + Cellll?
+ (VO (VoOul™ — our ) ).

D

At its turn, the term D can be expressed as:

D = (VO™ (Voul™ — Voul), @) + (VO - (Voul — Voult), o)
gt

< VO M loo (el VO (g™ = ui) P + Celle]?) + (VO - / 0iVu;, 0) .

tn

E

Finally, the term E can be estimated as:

E < |[V6"* o [18:V wil| o7 | 2
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mg together all the terms, and then substituting = p> we finally
Addi h 11 th d th bstituting ¢ p‘9 n+l finall
obtain:
1 n n 1 n
[P+ ml VT < [l + (C(0)7)?
+ (Ca(OR®)? + el|lui ™ oo (Vo2 + [V 1%)
+ Opel| V2 (up™ = uf)|* + (Cr(u, 0)7)* + C|l " |2
= Cllp""* + Ry, (6.75)

where the reminder R,, is defined by:

Ry = %Ilpe’"ll2 +(Cr(0)7)* + (Co(O)h®)” + elluy ™ | (Vo "> + [V 1%)
+ Cpe|| VO (u" — uf)|* + (Ci(u, 0)7)°
For R,, it holds:
R, < C(0,u)(h® +1)°.

Note that we can derive a similar estimate for p“"*! which we then add to
(6.75]).
To conclude, we denote

N
e = I + D o2,
i=1

to obtain the short structure
%e”“ < 1e” +C(e"™ + R,).
From here it follows that:
(1—Cr)e"™ < e+ CrR,,.
For sufficiently small 7, we can instead write the expression

"t < (14 C1)e" + OTR,,.

Iterating the later inequality, we obtain
n
"t < (14 o)t + CTZR]'.
j=1
Finally, this argument yields

et < )00 — 00| + Cflul® — Wl + C 0, u)(h? + 1),

which proves the Theorem [6.5.5] O
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Chapter 7

Conclusions and Open Issues

7.1 Conclusions

In this thesis, we used multiscale reaction-diffusion systems with Smoluchowski
production terms to describe the transport of colloids in porous media (consisting
of arrays of periodically distributed microstructures). We focus here on the
aggregation-fragmentation mechanism that enables us to differentiate between
the populations of aggregates of different sizes, instead of just considering the
whole of the colloidal mass as a single species. This modeling strategy allows
us to assign different properties to each species that depend on the size of that
species, such as the diffusion coefficient, the Soret and Dufour coefficients, as
well as the deposition rates. Our study goes in a threefold direction:

(i) Modeling of the aggregation, fragmentation, deposition, and transport of
colloids in porous media;

(ii) Multiscale mathematical analysis;
(iii) Multiscale simulation.

We developed a multiscale methodology that allowed us to proceed towards
comparison with experiments. Our reaction-diffusion system contains informa-
tion from two spatial scales (microscopic and macroscopic). We are interested
primarily in the concentration profiles at the macroscopic scale. To obtain this
information, we solve cell problems on the microscopic scale, incorporating the
effects of the porous medium geometry into the effective coefficients of the macro-
scopic problem.

The models we discussed in the thesis incorporate the following important
mechanisms:

e non-equilibrium exchange between populations of aggregates of different
sizes;

e deposition of the colloids onto the porous matrix;

e advection of the colloids and heat due to Soret and Dufour effects (coupled
flows).
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We modeled the aggregation mechanism using the Smoluchowski population
balance equations. This strategy leads to a coupled semilinear reaction-diffusion
system in a spatially heterogeneous domain. The spatial heterogeneities as well
as the population balance heterogeneities make the computational effort required
to solve the full problem too expensive. To make our problem computationally
tractable, we employ two different kinds of averaging techniques:

e Periodic homogenization allows to deal with the spatially oscillating coef-
ficients;

e Lumping aggregates into size clusters allows us to treat a great range of
sizes with relatively few species, while conserving chosen quantities, such
as mass, consistently throughout the discretization method.

We dealt with the following mathematical issues:

1. Formal derivation of a transport model withing a periodic domain, includ-
ing aggregation and deposition;

2. Well-posedness of the aggregation-deposition model in the presence of ther-
mal fluxes (the thermo-diffusion problem);

3. Rigorous derivation of the upscaling of the thermo-diffusion problem;

4. Semi-discrete and fully-discrete a priori error estimates for the FEM dis-
cretization of the thermo-diffusion problem.

For our thermo-diffusion transport problem, we ensured the positivity and
L°°— bounds for the concentrations of mobile and immobile species, as well as
for heat content and temperature. We then proved the global in time existence
and uniqueness of positive and bounded solutions to this problem. In the proof
we used the Galerkin approach for each sub-problem separately and then, thanks
to the Banach fixed-point theorem, we did unite the sub-problems.

Efficient 2D /3D solvers were implemented in C++, extending the deal.IT and
DUNE numerics libraries to cope with the special structure of our model equa-
tions [27]. Newton method is used to handle the nonlinear terms in the system.
Backward Euler and BDF methods are used for time discretization. Operator
splitting is optionally used to decouple the transport part of the problem from
the reaction part. In that case, the CVODE library from the SUNDIALS package
is used to handle the resulting stiff system of ODEs.

The simulation results compare well with the breakthrough curves measured
in [61] and [60]. Our model is quite complex, featuring more species and pa-
rameters than standard models for colloidal transport, so more detailed mea-
surements are needed to fit and use the power all the available parameters and
model components.
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7.2 Open issues

There are a few modeling and mathematical issues that need further investiga-
tion.

7.2.1 Open issues at the modeling level

e The deposition of the colloids onto the boundary of the porous matrix
typically leads to the growth of the matrix grains, and ultimately pores
clogging. The foundation for this has been set up with our modeling of the
aggregation terms, since it is the larger species of aggregates that will cause
pore clogging and will feel its effects the most. The current mathematical
analysis and upscaling techniques need then to be extended to include a-
dependent microstructures (and hence z-dependent Bochner spaces) and
averaging of non-periodic microstructures.

e The aggregation of colloids is heavily influenced by the chemical composi-
tion of the medium. The influence of the double layer repulsion and van
der Waals attraction has been implemented as part of the code according
to the DLVO theory. Some additional extensions such as steric interactions
could be added, since they are not covered by the DLVO theory.

e The presence of colloids has an influence on the viscosity of the fluid that
they are suspended in. It would be interesting to couple our system to the
Navier-Stokes system, accounting for a colloids-dependent flow.

7.2.2 Open issues at the mathematical level

e It is hard to prove the well-posedness of the thermo-diffusion problem
without using a mollifier. Nevertheless, it may be possible to achieve this
in 1D.

e Corrector estimates for the upscaling of the thermo-diffusion problem need
to be proven to be able to design convergent MsFEM schemes to capture
efficiently the effects of the multiscale geometry.

e Rigorous mathematical analysis of the operator-splitting scheme applied
to thermo-diffusion system is for the moment an open problem.

e Dealing in a consistent mathematical way with free-boundary formulations
of spatial and temporal changes of the pore surfaces is currently out of
reach. However, we believe that the approach by Lacey [73] and later by
Nikolopoulos [97] would potentially be able to derive a macroscopic model
that accounts for the porosity changes at the pore level.
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Summary

Aggregation and fragmentation in reaction-diffusion
systems posed in heterogeneous domains

Colloidal particles play an important role in a multitude of technological
and biological processes. A main issue which influences the colloidal dynamics
within a porous medium, e.g. the soil, are the processes of flocculation and
fragmentation. Its accurate description in the context of advection-diffusion-
reaction equations is not only of great impact since the microstructure of the
porous medium depends on the attachment of flocculated particle clusters but
also because contaminant transport is dictated by the dynamics of colloidal
particles. Our research focuses on flocculation by investigating the effects of
aggregation and fragmentation for a class of reaction diffusion systems posed in
heterogeneous media.

At the microscopic level, we consider a system of non-linearly coupled partial
differential equations to describe the transport (diffusion, convection, Soret and
Dufour terms...) of colloidal particles as well as their interactions. In this thesis,
the interactions are of two types:

(1) the classical Smoluchowski interactions;

(2) the deposition of the population of the biggest size colloids to the micropore
surface.

The system is mathematically challenging due to the strong coupling induced
by the presence of the thermal gradients, which makes our problem resembling
very much the cross-diffusion and chemotaxis systems. Taking into considera-
tion arrays of periodically-arranged microstructures (pores, perforations,...), we
study the global solvability of our system posed at the microstructure level, and
then use formal and rigorous homogenization asymptotics to scale it up to a
macroscopic observable scale.

The resulting upscaled system of evolution equations has effective, com-
putable coefficients that remember the volume (and, in the locally-periodic case,
also the shape) of the microstructure. We verify the validity of the model by
checking its forecast power against experimental data for column experiments
by Elimelech and collaborators (cf. [60]).



124 Summary

To bring more microstructural information in our multiscale view on the
materials and on the processes taking place there, we prepare a framework
where one can use theoretical estimates (for instance, the corrector estimates
for the homogenization procedure) to design controllable multiscale approxima-
tion schemes (based on MsFEM, for instance).

The thesis puts the rigorous mathematical foundations of a numerical multi-
scale framework able ultimately to detect the nonlocal effects induce by heating
on diffusing and interacting populations of colloidal particles.



Index

A priori error estimates, [85]
Aggregate,

Cell problem,
Colloids, [f]

Deposition, [33]
Deposition rate, [30]
Dufour effect, [0]

Effective diffusion tensor,
Effective transport coefficients, [64]

Fragmentation, [T0]
Fully-discrete error estimates, O8]

Linearization scheme,
Microstructure, [24]

Non-dimensionalization,
Numerics libraries,

Periodic homogenization,
Reaction rate, [7]

Semi-discrete error estimates, [02]
Smoluchowski PBE, [f]

Soret effect, @

Thiele modulus,
Two-scale convergence,

125



126 Index




List of Publications

1. O. Krehel, A. Muntean and P. Knabner. On modeling and simulation of floccu-
lation in porous media, Proceedings of XIX International Conference on Water
Resources. (pp. 1-8), 2012.

2. O. Krehel, A. Muntean and T. Aiki. A thermo-diffusion system with Smolu-
chowski interactions: well-posedness and homogenization. submitted to Networks
and Heterogeneous Media.

3. O. Krehel, A. Muntean and P. Knabner. Multiscale modeling of colloidal dynam-
ics in porous media including aggregation and deposition. submitted to Transport
in Porous Media.

4. O. Krehel and A. Muntean. Error control for the FEM approximation of an
upscaled thermo-diffusion system with Smoluchowski interactions. submitted to
Numerische Mathematik.

5. P.L. Curseu, O. Krehel, J.H.M. Evers, A. Muntean. Cognitive Distance, Absorp-
tive Capacity and Group Rationality: A Simulation Study. submitted to PLOS
ONE.

6. A. Muntean, E.N.M. Cirillo, O. Krehel and M. Béhm. Pedestrians moving in the
dark: Balancing measures and playing games on lattices, Collective Dynamics
from Bacteria to Crowds. (pp. 75-103), Springer Verlag, 2014.

7. List of deal.Il contributors: http://dealii.org/authors.htmll


http://dealii.org/authors.html

128 Publications




Acknowledgments

This thesis records the research I conducted as member of Applied Mathematics
I, Department of Mathematics at the Friedrich Alexander University Erlangen-
Nuremberg, Germany, throughout 2010-2012, and as member of CASA — Centre
for Analysis, Scientific computing and Applications, Department of Mathematics
and Computer Science, Eindhoven University of Technology throughout 2012-
2014 within the Fronts and Interfaces in Science and Technology project. I would
like to express my gratitude to all those who supported me throughout this work.

First of all, T would like to express my appreciation and gratitude to my
supervisors Dr. habil. Adrian Muntean (Eindhoven) and Prof. Dr. Peter
Knabner (Erlangen) for giving me the opportunity to work on the project as
well as for their counsel and support. I am also thankful to my promotor Prof.
Dr. Mark Peletier both for interesting discussions and his help in planning of
my thesis.

I would like to thank my collaborators, Prof. Dr. Toyohiko Aiki (Tokyo), Dr.
Emilio Cirillo (Rome), Prof. Dr. Petru L. Curseu (Tilburg) and Prof. Dr. Kai
U. Totsche (Jena) for sharing their expertises with me. T thank also Dr. Omar
Lakkis, Dr. Chandrasekhar Venkataraman, Prof. Dr. Jan Zeman and Dr. Yuko
Nagase for interesting discussions and helpful pointers in my research.

I am thankful to my colleagues from AM I for their help and support, es-
pecially to Nadja, Florian, Matthias, Fabian, Eduard, Simona, Estelle, Nicolae,
and Serge. I thank Prof. Dr. Giinther Griin and Dr. Alexander Prechtel as
well as the secretaries Astrid and Cornelia for taking care of the administrative
issues. The same big thanks I extend to my colleagues from CASA, especially
to Patrick, Joep, Tasnim and Alessandro. I thank Prof. Dr. Sorin Pop and Dr.
Georg Prokert for their useful advice and interesting discussions. I thank the
secretaries of CASA, Marése and Enna, for all the administrative work.

I would like to thank my office mates throughout my PhD time for the
pleasant and productive atmosphere. Thank you, Fabian, Joachim, Nicolae,
Stefan, Tasnim, Patrick, Giovanni, and Joep.

I thank my friends and family for keeping me in good mood throughout this
time. I thank my parents for supporting my scientific career and for providing
me access to best education, letting me choose my own path.



130 Acknowledgments




Curriculum Vitae

Oleh Krehel was born at Lviv, Ukraine on April 29'" 1986. He finished his
Bachelor degree at Ivan Franko National University in Lviv, Ukraine in 2008.
In 2010, he finished his M. Sc. in Applied Mathematics at the University of
Hamburg, Germany with distinction.

In October 2010, he started his doctoral research in the Department of Ap-
plied Mathematics at the Friedrich-Alexander University of Erlangen-Nuremberg
under the supervision of Prof. Dr. P. Knabner. In October 2012, he continued his
research under the supervision of Dr.habil. A. Muntean and Prof. Dr. M.A. Peletier,
the results of which are presented in this thesis.



	Introduction
	Background
	Synopsis of the thesis

	Modeling Aggregation in Homogeneous Media
	Introduction
	Background on aggregation and fragmentation of colloids with finitely many discrete size classes
	Population balance equations (PBE)
	Modeling of ij
	Fractal dimension
	Colloidal stability
	Fragmentation / breakage mechanism
	The advection-diffusion-reaction equations

	Application to the modeling of group formation in pedestrian flows

	Modeling the Deposition of Colloids in Porous Media
	Introduction
	Microscopic model
	Aggregation and fragmentation of clusters
	Diffusion coefficients for clusters
	Deposition rate of colloids on grain surfaces
	Setting of the microscopic model equations

	Nondimensionalization
	Derivation of the macroscopic model
	Colloids dynamics in structured media. The periodic homogenization procedure
	Computation of the effective diffusion tensors i=ijk
	Extensions to non-periodic microstructures

	Simulation studies
	Discussion

	Mathematical Analysis and Homogenization of the Thermo-Diffusion Problem for Colloidal Populations
	Introduction
	Notations and assumptions
	Model description and geometry
	Smoluchowski population balance equations
	Soret and Dufour effects
	Setting of the model equations
	Assumptions on data

	Global solvability of problem (P)
	Passing to 0 (the homogenization limit)
	Preliminaries on periodic homogenization
	Two-scale homogenization procedure
	Strong formulation of (P0)


	Numerical Solution of the Transport Problem
	Introduction
	Discretization of the population balance equation
	Basic equations
	Discretization approaches for the aggregation term
	Hidy and Brock approach
	Batterham approach
	Hounslow approach
	Fixed pivot approach

	Approximation details
	Approximation of the breakage mechanism
	Approximation of the aggregation mechanism
	Discretized equation for aggregation-breakage interactions


	Time and space discretization of the diffusion-advection-reaction equation
	Linearization schemes
	An iterative Newton scheme
	An iterative splitting scheme

	Discretization of cell problems and periodic boundary conditions
	Overview of the used Numerics libraries
	DUNE
	deal.II


	Numerical Analysis of the Upscaled Thermo-Diffusion Problem
	Introduction
	Formulation of the problem. Main results
	Concept of weak solution. Technical preliminaries. Available results.
	Semi-discrete error analysis
	Fully discrete error analysis

	Conclusions and Open Issues
	Conclusions
	Open issues
	Open issues at the modeling level
	Open issues at the mathematical level


	Bibliography
	Summary
	Index
	Publications
	Acknowledgments
	Curriculum Vitae

