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Preface to "Dedication to Professor Michael
Tribelsky: 50 Years in Physics”

Michael Tribelsky graduated from Lomonosov Moscow State University, USSR in 1973, defended
his Ph.D. thesis at the Moscow Institute of Physics and Technologies in 1976, and receive a second
Doctorate (habilitation, known as “Doctor of Physical-Mathematical Sciences”) from the Landau
Institute for Theoretical Physics in 1983. In 1979, at the age of 28, he received the highest USSR
national prize for junior scientists, the Lenin Komsomol Prize in Science and Technologies, for his
outstanding achievements in the study of optical damage to glass.

His first scientific paper (of which he was a single author) was published in 1971, when he still
was a student. The paper is devoted to the Gunn effect in semiconductors. It is worth mentioning
that, in this paper, he developed an original approximate method to solve the Schrédinger equation in
the vicinity of the ground state with complicated potential (the limit opposite to the WKB). Since then,
Prof. Tribelsky has made numerous fundamental contributions to an extremely broad area of physics
and mathematics, including (but not limited to) quantum solid-state physics, various problems of
light-matter interaction, liquid crystals, physical hydrodynamics, nonlinear waves, pattern formation
in nonequilibrium systems and transition to chaos, bifurcation and probability theory, and even a
prediction of the dynamics of actual market prices. He has published several fundamental papers,

which included the following results:

e The pioneering detailed study of the structure and stability of domain walls between various
nonequilibrium (dissipative) structures, such as grains of roll with different orientations in
Rayleigh—-Bénard—Marangoni convection.

e The prediction of a new type of stable dissipative structure with quasicrystal symmetry and a
determination of the criteria for their stability.

e The discovery of the drift bifurcation transforming a steady dissipative pattern into a traveling
wave.

e The formulation of an approach to determine the height of the barrier separating various locally
stable solutions of the Ginzburg-Landau equation in the corresponding functional space and
calculating this barrier in the explicit form. This made it possible to determine the “stability
margin” of the corresponding solutions for finite-amplitude perturbations.

e A simple topological explanation of the nature of the violation of weak conservation laws, which
led to a “slip” in the phase of the complex-order parameter when its modulus vanishes, and
the prediction of the universality of the dynamics of the order parameter in the vicinity of the
phase-slip-points.

e In collaboration with L.M. Lifshitz, the formulation and solution of the problem of the
propagation of nonlinear elastic waves in metals near the point of the electron-topological phase
transition, which required the derivation of the nonlinear quantum elasticity theory equations.

e The prediction of a new and very unusual type of transition to turbulence analogous to
second-order phase transitions, when the turbulent state smoothly and directly detaches from

the rest state of a fluid (experimentally observed in the electroconvection of liquid crystals).

In the course of his work on light-matter interactions, Prof. Tribelsky’s contribution to the optical
breakdown of glass acquired special importance, as well as his explanation of the deep laser melting
of metals made shortly after the experimental discovery of the effect. Another noteworthy study

direction is represented by his work on the optical-thermodynamic phenomena in liquids, where a



light beam is used as a tool to transfer liquid to a given point in the phase diagram. Finally, it is
worht mentioning the pioneering research of Prof. Tribelsky on the dynamics of thermochemical
instability in polymers. In his recent work, he focused on fundamentals of resonant light scattering
by subwavelength particles and made a significant contribution to the understanding of the physics
of the Fano resonances, anomalous scattering, and absorption, as well as the excitation of longitudinal
modes in subwavelength particles made of materials with a spatial dispersion. Last but not least, his
most recent results, devoted to the dynamic resonant scattering, should be mentioned, which opened
door to a new subfield in subwavelength optics.

We would like to stress that all his important (and often counterintuitive) theoretical predictions
have found solid experimental evidence. Most of these results remain highly relevant to the current
research in this vast area.

Professor Tribelsky’s accomplishments are highly appreciated by the international community.
The best indications of this are the high citation rates of his publications, and the numerous awards
and titles he has received. In particular, in addition to the aforementioned Lenin Komsomol Prize, he
received the Max Planck Society Fellowship many times to carry out research in Germany; the JSPS
Fellowship for Senior Scientists, to carry out research in Japan, Center of Excellency Professorship
from the University of Tokyo and Kyushu University, Japan; Honorary Doctor of Philosophy from
the Yamaguchi University, Japan; and numerous invitations for Visiting Professorships from the best
universities around the world.

We congratulate Michael on his double anniversary and wish him many happy, fruitful years
ahead, new fundamental discoveries, and talented disciples. We believe that this Special Issue
constitutes a timely celebration of our respected scholar, researcher, and friend. Furthermore, we hope
that this Special Issue inspires scholars, especially junior researchers, to continue these advancements

in physics.

Andrey Miroshnichenko, Boris Malomed, and Fernando Moreno
Editors
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Abstract: In this paper, a simple example to illustrate what is basically known from the Gauss’ times
interplay between geometry and mechanics in thin shells is presented. Specifically, the eigen-mode
spectrum in spontaneously curved (i.e., up-down asymmetric) extensible polymerized or elastic
membranes is studied. It is found that in the spontaneously curved crystalline membrane, the
flexural mode is coupled to the acoustic longitudinal mode, even in the harmonic approximation. If
the coupling (proportional to the membrane spontaneous curvature) is strong enough, the coupled
modes dispersions acquire the imaginary part, i.e., effective damping. The damping is not related
to the entropy production (dissipation); it comes from the redistribution of the energy between
the modes. The curvature-induced mode coupling makes the flexural mode more rigid, and the
acoustic mode becomes softer. As it concerns the transverse acoustical mode, it remains uncoupled
in the harmonic approximation, keeping its standard dispersion law. We anticipate that the basic
ideas inspiring this study can be applied to a large variety of interesting systems, ranging from still
fashionable graphene films, both in the freely suspended and on a substrate states, to the not yet fully
understood lipid membranes in the so-called gel and rippled phases.

Keywords: membranes; vibration modes

1. Introduction

It is my pleasure and honor to present my work in the Special Issue of journal of
Physics, dedicated to the 70th birthday of Prof. Mikhail Tribelsky. Many years ago, we
collaborated with Misha (as I became used to calling him), investigating phase transitions
in biaxial liquid crystals. Misha came up with the idea of our joint article and guided me
through the long process of writing. The paper I am presenting now (also from the realm
of soft matter physics) is a small token of my gratitude and respect to Misha Tribelsky.

The study is motivated by a recent influential paper [1], where the authors found
that even in the harmonic approximation, in-plane and out-of-plane vibrations of a low-
dimension (D = 1, 2) elastic system can be coupled. The harmonic coupling in Ref. [1]
occurs if the stress-free state of the membrane is curved. Provided that the “up-down”
symmetry of the system is not broken, the only way to couple the modes is related to
the Gaussian curvature, which is symmetric (even) with respect to “up-down” inversion;
for more details, see monographs and review [2-6] or original papers [7-10]. However,
in many realistic and experimentally relevant situations, the “up-down” symmetry is
spontaneously broken [3,5]. Moreover, it can be nonuniformly broken over the membrane
surface, e.g., due to asymmetric adsorption of different molecular species. In such a
situation, the up-down non-symmetric free energy in the harmonic approximation can
be written in terms of the scalar out-of-plane displacement f and the 2D vector u of the
in-plane displacements: [2,3,5]

2
1 1 u;  ouj
Felastic = /er EK(sz)z + CO(r)v2f+ E)‘uzzz +u <ax]l + axi> ’ (1)
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where « is the bending (curvature) elastic modulus, the subscripts i and j take on the values
1,2 for the Cartesian axis within the membrane plane (in the limit of small displacements,
the topological Gaussian curvature contribution is neglected here), u and A are the stretch-
ing Lame coefficients, and Cy(r) is non-uniform over the membrane spontaneous curvature.
In the linear approximation, the only term allowed by symmetry is

Co = Yintdivu, (2
where 7int is the curvature-induced mode coupling coefficient.

2. Basic Derivation

With the free energy expansion (1) one can find the eigen-modes of the system. Since
the intent of this study is to investigate dynamic behavior of spontaneously curved mem-
branes, first of all, the free energy (1) has to be supplemented by the kinetic energy terms
related to the in-plane and out-of-plane displacements dynamics. As a result, one gets the

dynamic action,
1/af\> | 1[0u)?
S= §<ETJ:) +§<ET;) + Felastic , (©)

where, for the sake of simplicity, the units with the mass density p = 1 are used, and t is
the time. Then, in the Fourier space, the corresponding Euler-Lagrange equations for the
coupled eigen-modes read:
W f = xg*f — ivineg gl = 0,
Wil — ivinedig” f — pq* il — uqi(q;i;) — Aqi(gmiim) =0, 4)
where f and 1 are the Fourier transforms of the displacements

2
f(rt) = / (;lnq)z g% exp(—iwt +iqr)f(qw),

and similarly for the in-plane displacements ;.

From Equation (4), one can see that the out-of-plane displacement is coupled to the
only longitudinal component (with respect to the wave-vector) of the in-plane displace-
ments, similarly to the case of up-down symmetric crystalline membranes considered in
Ref. [11]. Therefore, it is convenient to express the in-plane displacements in terms of the
longitudinal, 1;, and transverse, u;, components, namely,

uj = ”Z% + “teijg] , ©®)

where €;; = —¢;j; is the antisymmetric second-rank tensor. Then, the equations of motion
can be rewritten as:

W f —xq*f — ivig’i; =0,
Wiy — ivinegig f — 2p + M)t =0,
Wiy — ptiiy = 0. (6)
3. Eigen-Modes in Spontaneously Curved Membranes

From Equation (6), one can see that the transverse acoustic mode, which is decoupled
from flexural mode in the harmonic approximation, has the standard dispersion law:

wf =g’ @)
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In the harmonic approximation, the dispersion laws for the two coupled (in the sponta-
neously curved membrane) longitudinal acoustic and flexural modes are:

1/2
gt + (A +20)% | [ (xg — (A + 2002\
‘U%,Z: q (2 1)q + <’1 ( P’)fl> — 92 02 ' ®)

2

This expression is the main result of this paper and is ready for further inspection. From
Equation (8), one arrives at the two following conclusions.

e For the sufficiently strong spontaneous curvature-induced coupling, there is an inter-

val of the wave vectors,
A+ 2u)? A+2
(+2ﬂ) cq< A2 ©
KZ’Yint K

where the coupled-modes dispersions acquire the imaginary part, i.e., effective damp-
ing. The damping is not related to the entropy production (dissipation), since there is
no any dissipative term in the action (3). The damping occurs from the redistribution
of the energy of the modes.

e In the limit of weak coupling,

Ka* — ua?)?

22l < (K 41411 ) (10)

the coupled modes remain purely propagating, and their dispersion laws read:

2 .2
s

wi =xq' + TR (11

2 2 Tt 3
wy = (2u+A)q° — wa\)q . 12)

Therefore, the curvature-induced mode coupling makes the flexural mode more rigid,
and the acoustic mode becomes softer.

4. Outlook and Conclusions

To summarize, in this paper, the eigen-mode spectrum in spontaneously curved, i.e.,
up-down asymmetric, extensible polymerized or elastic membranes is calculated. It is
found that in the spontaneously-curved crystalline membrane, the flexural mode is coupled
to the acoustic longitudinal mode, even in the harmonic approximation. If the coupling,
being proportional to the membrane spontaneous curvature, is strong enough, the coupled-
mode’s dispersions acquire the imaginary part, i.e., effective damping. The damping is
not related to the entropy production (dissipation): it comes from the redistribution of the
energy of the modes. The curvature-induced mode coupling makes the flexural mode more
rigid, and the acoustic mode becomes softer. What concerns the transverse acoustical mode,
it remains uncoupled in the harmonic approximation, keeping its standard dispersion law.

Let us close with some conclusions about where the results presented here can be
applied. First, one may think about the famous graphene films [12-16] either on substrate
or freely suspended. In both cases, experimental observations suggest that the graphene
film becomes spontaneously corrugated. Although the main physical phenomena leading
to the graphene film corrugations are not yet fully understood (see, e.g., Refs. [17-19]), the
conclusion of the very existence of the corrugated state seems inescapable. The second
system one might have in mind is a rippled state of lipid membranes, below so-called main
phase transition [4-6]. The macroscopic structure and physical properties of the rippled
gel state are still debated in the literature; see, e.g., Refs. [20,21]. The simple calculations,
presented in this paper, are a step forward to check whether the state is liquid, liquid-
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crystalline (liquid layers), or crystalline (with a positional order within the layer). Analysis
of eigen-mode spectra provides a hint to disentangle both states.

It is worth noting that only the mean-field approximation was considered in this paper.
However, the membranes are effectively two-dimensional objects (on scales larger than
the membrane thickness). Therefore, thermal fluctuations can affect behavior, first of all,
renormalizing the membrane elastic moduli. This renormalization of the bending modulus
x is well known for liquid-like membranes. It turns out that thermal fluctuations make
the liquid-like membrane softer, i.e., reduce the bending modulus [5,6]. For crystalline
membranes (see Refs. [9,10] and recent studies [22,23]), the bending modulus increases, i.e.,
the membrane becomes harder, whereas the stretching Lame coefficients i and A decrease.
Similarly, one can also find the fluctuation renormalization of the spontaneous curvature or,
in terms of this study, the curvature-induced mode coupling coefficient 7in;. The one-loop
approximation calculations [5,6] yield the following scaling law:

Yint & (3T /4mic) /3,

with T being the temperature, i.e., thermal fluctuations decrease the curvature-induced
mode coupling. In this paper, only the surface of this reach subject is stratched. This study
deliberately focused on the most limited possible question, which can be answered by
calculations “on a back of the envelope”. There is a plenty of work ahead.

Acknowledgments: I thank V.V. Lebedev for useful discussions.
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Abstract: We consider spatial population dynamics on a lattice, following a type of a contact (birth—
death) stochastic process. We show that simple mathematical approximations for the density of cells
can be obtained in a variety of scenarios. In the case of a homogeneous cell population, we derive
the cellular density for a two-dimensional (2D) spatial lattice with an arbitrary number of neighbors,
including the von Neumann, Moore, and hexagonal lattice. We then turn our attention to evolution-
ary dynamics, where mutant cells of different properties can be generated. For disadvantageous
mutants, we derive an approximation for the equilibrium density representing the selection-mutation
balance. For neutral and advantageous mutants, we show that simple scaling (power) laws for the
numbers of mutants in expanding populations hold in 2D and 3D, under both flat (planar) and range
population expansion. These models have relevance for studies in ecology and evolutionary biology,
as well as biomedical applications including the dynamics of drug-resistant mutants in cancer and
bacterial biofilms.

Keywords: evolutionary dynamics; mutations; agent-based modeling; somatic evolution; computational
methods; mathematical modeling

1. Introduction

Before we begin describing some of our attempts to derive a number of mathematical
laws for biological population dynamics, one of the authors (N.L.K.) would like to express
her eternal gratitude to Michael Tribelsky, who was her teacher in the Physics Department,
Moscow State University, at the beginning of the 1990s. Without his advice and guidance,
N.L.K. would not be what she is now. Tribelsky’s relentless optimism (often disguised)
has taught her to overcome whatever difficulties life has posed. N.L.K. always follows
Tribelsky’s principle that problems (in life, as well as in science) must be addressed at the
same pace, and not faster, than they are thrown at you (“IIpo6memsr mHy2kHO pemars 1mo
mepe ux nocrymrenns”). Tribelsky’s “special course”, delivered to the theoreticians from
the Low Temperature Division, opened up a universe of diverse phenomena that are, at
the same time, fascinating and amenable to understanding. He helped instill the sense of
wonder at the beauty of the surrounding world, and this has stayed with N.L.K. no matter
what subject matter she happened to focus on, from language evolution to virus dynamics.

Much has been said about the existence of laws in biology. Physicists in particular
often feel that some beautiful (and, hopefully, simple) formal relations must exist to help
us navigate the complexities of life. In this paper, we look for universal biological laws
in the area of population dynamics, which is an area relevant for studies in ecology and
evolutionary biology. A rich literature exists about the evolutionary dynamics of mutant
spread and invasion, investigating aspects such as fixation probabilities and fixation times
of different kinds of mutants in constant populations [1,2], as well as mutant dynamics in
growing populations [3-5], where mathematical approaches were motivated by the famous
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Luria-Delbruck experiments [6]. Traditionally, much of this work has focused on well-
mixed (non-spatial), homogeneous populations. In a wide array of biological scenarios,
however, cells and organisms evolve in more complex settings, such as in spatially struc-
tured habitats (bacterial biofilms, cells in tissues and tumors) and within heterogeneous
population structures (such as stem and more differentiated cells in tissues [7] or bacteria
with different degrees of specialization in biofilms [8,9]). In the last 15 years, theoretical
work has extended our understanding of mutant emergence in spatially structured popula-
tions [10-18]. An excess of mutational jackpot events was observed in spatial compared to
well-mixed systems; such events result from mutations arising at the surface of expanding,
spatially structured populations, surfing at the edge of range expansions, and appearing as
mutant “bubbles” or “slices”. These jackpot events have been implicated in the finding that
the average number of neutral mutants when the total population reaches a given threshold
size is significantly larger in spatial compared to non-spatial settings [18]. Further work by
our group [19] showed that the evolutionary dynamics of mutants in spatially structured,
expanding populations are characterized by additional complexities.

In general, spatial population dynamics are significantly more complex compared
to the mass-action dynamics, and analytical approximations are not easily derived. In
this paper, we describe two examples where our group has been successful in obtaining
analytical approximations for laws of spatial dynamics: (a) steady-state density in space;
(b) scaling laws for the number of mutants in expanding populations.

(a) Analytical approximations for steady-state density. In [20], we considered the
phenomenon of range expansion, the process in biology by which a species spreads to
new areas. We derived a numerical methodology that allowed for efficient computations
of the number of individuals as the species expands its range in space. In addition, we
found approximations for the steady-state density of populations, or the core density of
expanding colonies, in several cases, such as the von Neumann and Moore neighborhoods
on a square lattice and for a honeycomb neighborhood on a hexagonal lattice; see Table 1.
For the same death-to-birth ratio, the grid is more packed under the Moore neighborhood,
because of the availability of more neighbors per site. As a consequence, the equilibrium
density corresponding to the Moore neighborhood is higher and closer to that of mass-
action. A general formula that provides an approximation for the steady-state density as
a function of the number of neighbors is also given (Table 1). In this paper, we provide a
novel mathematical derivation of these laws, which generalizes to any neighborhood size
(Section 3).

Table 1. Steady-state densities for different types of lattices, as well as the mass-action system and a
generalized, N-neighbor system; see [20]. Here, § = D/L, the division-to-death rate ratio. Red dots
denote the focal cell and the blue ones stand for its neighbors.

Lattice Geometry Density
von Neumann EB 3
L 7-80
Moore 351 7-6

Hexagonal % %

Mass-action

Np—1—N,é

N, neighbors ——
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(b) Laws of disadvantageous, neutral, and advantageous mutant spread in different
geometries. In [19], we studied the evolutionary dynamics of disadvantageous, neutral,
and advantageous mutants in spatially expanding populations, where the growing front
was characterized by different symmetries in two dimensions (2D) and 3D; see Table 2. In
particular, while disadvantageous mutants grow linearly with N (and differences among
different cases are more subtle), neutral mutants grow as a decreasing power of N as we go
from a 2D flat front (which is essentially a 1D growth), to a 2D and 3D range. There are
always fewer neutral or advantageous mutants in the mass-action (exponentially growing)
case compared to any spatially restricted growth. Here (Sections 4 and 5), we provide a
derivation of these laws, which follows [19].

Table 2. Mutant scaling laws for expanding populations; see [19]. Here, N is the population size, u is
the mutation rate, and & > 1. See text for details.

2D Flat 2D Range 3D Flat 3D Range Exponential

Mutant property - ‘;‘ .'\-' |- '-: .’\-' \/_
Disadvantageous uN uN uN uN uN
Neutral uN? uN3/2 uN? uN*/3 uNInN
Advantageous uN?3 uN? uN*4 uN? uN@a-1)/u

In the case of disadvantageous mutants, the number of mutants always scales with the
first power of N. In addition to this scaling law, for the case of disadvantageous mutants,
we also derive an approximate expression for the number of mutants in quasi-steady-state,
given that the number of wild-type cells is N:

DyLy(4D2% + 3Dy Ly + DyLy )uN
Dm(4Dm + 3Lw)(Dme - DIULM) ’

# mutants = 1)
see Section 4.1 for details and Section 2 for definitions (this expression is valid for a 2D von
Neumann grid, and can be generalized to other cases). We show that the proportion of
mutants at selection-mutation balance is higher for spatially distributed systems compared
to well-mixed systems at equilibrium.

2. General Setup and Agent-Based Modeling of Population Dynamics

In order to describe the spatial growth and turnover of cells, as well as the population
dynamics of species, we use a continuous-time Markov process, which is a generalization of
the usual birth—death process and a type of a contact process. We assume that individuals
of one or two different types exist, which we call “wild-type” and “mutant” individuals
(to reflect the versatility of these models, we use both “individuals” and “cells” to refer to
the biological agents under consideration). At the core of the description is a lattice that
specifies possible locations of cells. This can be viewed as a geometric network, where
each node is connected with its neighbors. The state space consists of different locations
of the cells of the two types on the lattice. Cells are characterized by division and death
rate parameters, which are denoted by L, and Dy, for the division and death rates of the
wild-type cells and L;, and D, for division and death rates of mutants. In the case where
only one type of cell is considered, the notation is simply L and D for the two rates.

Each of the nodes can either be empty or contain one cell of either type. During an
infinitesimally small time increment, At, a given wild-type cell can attempt a division with
probability L, and death with probability Dy,. If division is attempted, then an offspring
is placed in one of the neighboring locations, chosen randomly and uniformly; division
only happens if the chosen node is empty. The offspring cell is wild-type with probability
1 — u and mutant with probability u, where 0 < u < 1 is the mutation rate. Mutant cells
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divide and die according to similar rules, except in the models considered here, we always
assume that an offspring of a mutant cell is a mutant cell.

A number of biological phenomena can be studied by slight modifications of this pro-
cess. To study the growth laws in the absence [20] or presence [19] of mutants, we assume
an infinitely large grid. To study the quasi-steady-state (which describes, e.g., the turnover
of cells in homeostasis), we make the grid finite and impose relevant boundary conditions.

For numerical explorations of these processes, agent-based modeling (ABM) is often
used; see, e.g., [21-23]. For example, consider a two-dimensional ABM on a square grid
with individuals of two types. A spot on the grid can be empty or can contain a cell, which
is either wild-type or mutant. At each time step, the grid is randomly sampled N times,
where N is the total number of cells currently in the system. If the sampled cell is wild-type,
the cell attempts division (described below) with a probability proportional to Ly, or dies
with a probability proportional to Dy,. When reproduction is attempted, a target spot is
chosen randomly among the Nj, nearest neighbors of the cell. A neighborhood may contain,
e.g., N, = 4 cells (the von Neumann neighborhood) or N, = 8 neighbors (the Moore
neighborhood). If that spot is empty, the offspring cell is placed there. If it is already filled,
the division event is aborted. (This modeling choice represents the assumption that the
probability of divisions is reduced under more crowded conditions. This is similar to the
logistic growth term often used in deterministic models.) The offspring cell is assigned
wild-type with probability 1 — u, and it is a mutant with probability . If the sampled
spot contains a mutant cell, the same processes occur. Attempted division occurs with a
probability o< L;;, and the cell dies with a probability « D;,. Initial and boundary conditions
are determined by the specific geometric setting investigated. For 2D spatial simulations,
an n X n square or an n X w rectangular domain could be considered. At the boundaries
of the domain, a spot is assumed to have fewer neighbors, i.e., more division events will
fail. The process starts with a single wild-type cell, placed, e.g., in the center of the grid.
Simulations always stop before the boundary of the grid is reached.

In what follows below, we derive some approximations of important observables
from these types of dynamics, which have a clear biological meaning. We discuss both
single-type populations and the co-dynamics of wild-type and mutant individuals.

3. Analytical Approximations for Steady-State Density (A Single Type)

In this Section, we consider populations consisting of only a single cell type with
division and death rates L and D < L and no mutations (1 = 0).

Equilibrium Density in Space: An Analytical Method

The process of range expansion (colonization) is one of the basic types of biological
dynamics, whereby a species grows and spreads outwards, occupying new territories.
Spatial modeling of this process is naturally implemented as a stochastic ABM of the
type described above, with individuals (in this case, of only a single type) occupying
nodes on a rectangular grid, births and deaths occurring probabilistically, and individuals
only reproducing onto un-occupied neighboring spots. This approach is known to be
computationally expensive. In [20], we derived a set of efficient computational tools, which
were shown to be in good agreement with the underlying stochastic process of spatial
expansion. As part of the method development, we were able to obtain approximate
expressions for the quasi-steady-state (core) density of the individuals for different types of
grids. In [20], we provided the density formula for the contact process:

Ny —1-Nyo

Ny—1-06 @

where § = D/L and Nj, is the number of neighbors. Equation (2) was derived for several
cases of Nj, but no general derivation that would work for a given Nj, was supplied. Here,
we present such a derivation, starting with N}, = 2 and generalizing to any N,.
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In 1D, with only N, = 2 neighbors, Equation (2) gives

1-26

e ®)
which, although a slight overestimation of the density, provides a good approximation. To
derive this formula, consider a 1D ABM of the type described above. At the equilibrium,
denote by p; the probability that a cell is located next to an existing cell and by py the
probability that a cell is located next to an existing empty spot. These two quantities can be

estimated numerically.
A 1D realization of the population at a fixed moment of time can be viewed as a
Markov chain with states {0, 1}, where state 0 corresponds to the absence of a cell at a given
spot and state 1 denotes the presence of a cell at a given spot. The transition probability

matrix is given by
P = < P 1—m >
po 1-po

where Pj; is the probability that there is a cell on the right of a cell, Py, is the probability
that the spot on the right of a cell is empty, P,; is the probability that there is a cell on the
right of an empty spot, and P,; is the probability that an empty spot is on the right of an
empty spot. The steady-state probability distribution of this process is (p,1 — p), where
o is the probability that a given spot contains a cell. This can be found as the eigenvector
corresponding to the unit eigenvalue and is given by

Po
= 4
ST ®
This quantity (given the numerically calculated pg and p;) is a very good approxima-
tion of the actual (numerical) density. Another way to derive this connection between p
and py, p; is as follows:

p=pp1+(1—=p)po, (5)

where the left-hand side is the probability to have a cell at a given point, the first term on
the right assumes that there is a cell to the left of that point (p) and, then, the given point
contains a cell with probability p;, and the second term on the right assumes that there is no
cell to the left of that point (1 — p) and, then the given point contains a cell with probability
po. Solving this for p gives expression (4).

Now, suppose that a cell is located at a given location. Then, a cell is located to the
right of it (wWhich we call the focal location) with probability p;. We have, after a single
update of the contact process:

L L D
P1:(1—P1)<§+P0§>%+P1<1—N>~ (6)

The first term on the right assumes that there was no cell at the focal location (1 — p1),
but a cell on its left was chosen (probability 1/N) that divided to its right (L/2) or that
a cell on its right exists (probability pp), was chosen (1/N), and divided to its left (L/2).
The second term assumes that there was a cell at the focal location (p;) and it did not die
(1—D/N). The equality follows from the assumption of having an equilibrium.

Similarly, we can assume that there is no cell at a given location, then to its right (the
focal location), the probability to have a cell, py, satisfies:

po = (1*P0)P0%+P0(1*%>~ ?)

The first term on the right assumes that there was no cell at the focal location (1 — po),
but a cell on its right exists (probability pg), was chosen (1/N), and divided to its left (L/2).

11
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The second term assumes that there was a cell at the focal location (po) and it did not die
(1—D/N).
Solving Equations (6) and (7) for pg and p;, we obtain:

D 2D
=1-—, =1-—.
P1 L. Po L
Substituting this into Equation (4), we obtain expression (3).
This analysis easily generalizes to other systems (including higher dimensionalities),
where the number of neighbors is given by Nj,. Instead of Equations (6) and (7), we have

L N, —1)pgL\ 1 D

o= (1*p1)<ﬁb+%>ﬁ+m<lfﬁ>, (©)]
N, —1)poL D

po = (1—P0)7( bNbZ\?Po +po<1—ﬁ>. )

Solving this system, we obtain

N,D

== =l o

D
L

Substitution into Equation (4) (which holds in these systems because Equation (5)
remains valid in these systems) yields Equation (2).

Figure 1 plots the quasi-equilibrium density approximated by Equation (2) as a func-
tion of D/L for two finite values of N, corresponding to the von Neumann and Moore
neighborhoods. Figure 1a compares them with the well-known mass-action result, show-
ing that higher connectivity of the underlying network corresponds to a higher density
of the cells. Figure 1b and Figure 1c compare the results with numerical simulations,
demonstrating that Equation (2) provides a very good approximation. We notice that the
approximation works better at higher densities, compared to lower ones. In the derivation,
we assumed that the state of a given position on the lattice only depends on its immediate
neighbor, and not on other, more distant, sites. This assumption becomes less valid at low
densities, because macroscopic structures with strong correlations over distances > 1 form.
Therefore, the approximation becomes worse as the death rate approaches the division rate.

12
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Figure 1. Quasi-equilibrium density of cells. (a) Equation (2), showing the equilibrium density
as a function of D/L for N, = 4 (von Neumann lattice), N, = 8 (Moore lattice), and N, — o
(mass-action). (b) Comparison of Equation (2) (solid line) with numerically calculated density values
(dots) for N, = 4. The dashed-dotted line represents a higher-order approximation; see [20] for
details. (c) Comparison of Equation (2) (solid line) with numerically calculated density values (dots)
for N, = 8. See text for details.

4. Disadvantageous Mutants and Selection-Mutation Balance in Spatial Models

In the remainder of the paper, we consider two types of individuals, wild-type and
mutants. This Section deals with disadvantageous mutants (defined below), while Section 5
focuses on neutral and advantageous mutants. We start with an Ordinary Differential

Equation (ODE) formulation.

4.1. A Basic ODE Formulation

Let us denote the wild-type population as x(t) and the mutant population as y(t).
Suppose that mutations happen at the rate 1, and D, < L. Then, the competition
dynamics of cells in a mass-action system can be formulated as follows:

f = Lox(— u)(l -2y ) ~ Dar, (10)
¥ = (Loxu+ Lmy)< — %) — Dy, 11)

13
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where K is the carrying capacity. This system illustrates differences in the behavior of
advantageous and disadvantageous mutants. If

% — Lim < 0,

Dy Lw(l — u)
then the globally stable solution is x = 0, y = (1 — D;,/Ly,), that is the mutant excludes
the wild-type and takes over. In this case, we say that the mutant is advantageous. If the
inequality above is reversed, the mutants are disadvantageous and the so-called selection—
mutation balance is reached, where mutants and wild-type cells coexist. This happens
because the (stronger) wild-type cells produce mutants at a nonzero rate u, but the latter
cannot take over and remains at a fraction of the population. For simplicity, let us assume
that the mutation rate is low:

Dm Lm

Then, we can say that the mutants are disadvantageous if
— —— >0, (12)

and then, the equilibrium solution is given by

~_f+ Du
i= IC(l - ) 13)

where we neglected terms of the order 1/, while the number of mutants is

~_ (Dn Lm>*1
=xu|l — — — , 14
y—m(p - (14)

where we neglected terms of the order (u/ 7).

Below, we calculate the equilibrium densities of disadvantageous mutants and (advan-
tageous) wild-type cells in a spatially distributed system at steady-state. This will also corre-
spond to the densities in the core of an expanding system away from the advancing front.

4.2. A Spatial Description: Equations for the Densities

We restrict our description to a 2D square grid, with the von Neumann neighborhood
(that is, each location has four nearest neighbors); the methodology is generalizable to
the Moore neighborhood (eight neighbors). We use a method similar to that of [20]. Two
random variables describe the state of the stochastic system at each spatial location, x: py
describes wild-type cells, such that

[ 1, ifawild-type cell is at location x,
Px 0, otherwise,

and 77, describes mutant cells, such that

_J 1, if amutant cell is at location x,
x 0, otherwise.

Note that p, and 7, cannot be equal to one simultaneously; an empty spot corresponds
to px = 17x = 0. We assume that wild-type cells have division and death rates L, and Dy,
and mutant cells have division and death rates L,, and D,,. Wild-type cells mutate with
probability u, and no back mutations are considered.

Denote the expectation of p, and 1y by

(px) =p, (1x) =1,

14
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where we assumed that the expected values do not depend on spatial location, since we are
interested in spatially homogeneous equilibrium solutions. We have

L'lU

po= < (1 —u)(1—px)(1 =) L p —prx>, (15)
Np -
1

no= <ﬁb(1 —px) (1= 17x) ;(qupik) + Lm’7>(ck)) - Dm’7X>/ (16)

where the product (1 — p5) (1 — 7x) is nonzero only if location x is empty, and the summation
goes over all the neighbors of point x, which reproduce into location x at rates Ly, /N, and

Ly, / Ny if they are wild-type or mutant, respectively. The superscript in the notation pﬁﬁ,

q,((k) refers to the quantity at a location, k, neighboring the focal location, x.
Let us consider the von Neumann neighborhood (N}, = 4). In the right-hand side of

Equation (15), the terms are the summation having the form

(1= o) (1 = 7)) = (0¥) — (oupl™) — (0W2) + (P pxm) =0 - W -1, (17)

and in Equation (16), there are also terms of the form

(1= p) (1 =) = ) = (o) = (1) + o) =n 1= M. (19)
In the expressions above, we have <pxp,({k)17)((k)> = 0, because either 17)({k) or pik) is zero
at location x(*), and the three types of dyads are defined as follows:

. W = (ox p§k>> is the probability to have two wild-type cells at two neighboring locations;

e I= (pmf(k)> is the probability to have a wild-type cell and a mutant at two neighboring
locations;

e M= (rlxﬂ,(rk)) is the probability to have two mutant cells at two neighboring locations.

Figure 2a illustrates these three configurations. In terms of these correlations, Equa-
tions (15) and (16) can be rewritten as

P Lo(1—u)(p—W —1I) — Dup, (19)
7 = Lou(p—W—1I)+Lu(yp—1—M)— Dpy. (20)

The correlations for the three dyads that appear in these equations require their own
equations to close the system. Let us derive an equation for W. We have

‘ 3L
W= <2(1 - Px)(l - Ux)chk) Zpgj)ﬁb(l - ”) - 2wa>,
]

where we assume that one of the points in the dyad contains a wild-type cell (term pik) ),
while the other point is empty (term (1 — py)(1 — #x)), and that one of its neighbors (location
x()) contains a wild-type cell, which reproduces faithfully into point x at rate Ly, (1 — )/ Nj,.
Note that either of the two points could be empty, which results in the multiplier of two in
the first term on the right-hand side. Similarly, either of the dyad’s locations can experience
cell death, resulting in the negative rate 2Dy,. In order to calculate the average, we need to
consider terms

(1= px) (1 = 7)), (21)

Note that here and below, the operation of averaging makes the expression indepen-
dent of the actual location x. Further, the superscripts (k) and (j) do not refer to any specific
neighbor of x, but to any neighbor of x; in particular, location x(/) may be the same as or
different than location x(¥). In the case when the two locations are different, the correlation
(21) is presented in Figure 2b, on the left.

15
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W | M
L L Lo el
(b)
6§ @ o 'Y
“ Tx(k) v xl Ty X

Figure 2. Steps in the derivation of equations for a two-component system of wild-type and mutant
cells. Blue circles denote wild-type, and purple denote mutant cells. (a) Three configurations, whose
correlations appear in Equations (19) and (20). (b) Three types of correlations needed for equations
for W, I, and M.

In the equations for M and I, the following expressions appear in addition to
Equation (21):

(1= )X —7)p ¥y, (1= )@ = )5y,

These correlations are shown in Figure 2b, center and right. Therefore, denoting by a
and b either p or 17, we evaluate the average of the form

(1= px) (1 = 7)a®py, 22)

which corresponds to a dyad with one of the locations (location x) empty and the other
(location x9)), containing type “a”, while a neighbor of x (location x(/)) contains type “b”.
First, let us assume that location x() is different from location x¥). Under von Neumann
neighborhoods, this implies that xU/) and x(*¥) are not each other’s neighbors because
on a square grid, there could not be a non-degenerate triangle with diameter 1 or less.

expression (22) is equal to

POY =11 =1,0x = e = 0)P@) = 1,05 = 7, = 0) ~

POY = 1]px =y = )P = 1,0, = = 0) = 23)
P(hg(]) =Lpx=1x= O)P(Llik) =1,px=1nx=0)
P(Px =MNx = 0)

The expression in the denominator is calculated as follows:

Plox =1y =0) =((1—px)(1—1x)) = (1= px = yx +pxffx) =1 —p —17.

Depending on the types at location x, the expressions in the numerator of Equation (23)
can be of two types:

P = 1,05 = 1y = 0) or P = 1,00 =12 = 0),

and they are calculated in (17) and (18)‘, respectively.

Next, we assume that location x() is the same as x(). Then, if types “a” and “b” in
expression (22) are different, then we obtain ((1 — px)(1 — nx)pwr],(ck) = 0. If the types are
the same, then we obtain expression (17) or (18). To summarize, expressions of type (22)
are given as follows:

16
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T—p—1p 7 )
0— W—1, x(]) = x(k),

{ (-W-DO=1=M) () 4 (B),

_W—1)2 .
(1 - )1 ppl ) {“’W” K0 2 x,

1—p—1

_ _ (k) ()
<(1 Pr)(1 ”X)px Tx > 0, x<]> :x(k),
(

(1= px) (1 =)y

The equation for W is then given by
o Ly 30— W —1)?

Similarly, the other two equations can be derived:

WV T— u w2
Z[Lw(l—uHLm](p WD 1 M)+%Lm<p—W—I+M>

T—p—1 T—p—=1
(Dw + D)1, (25)
_ _ I 7 2
BLyu (p =W —D)(y — 1 - M) +Ll'<17717M+3(’7 - M) )fZDmM, 26)
T—p—1 2 T—-p—

The closed system of equations for p, 7, W, I, and M is given by Equations (19), (20),
and (24)—(26).

4.3. Selection—Mutation Balance Solution

Solving these equations in the steady-state exactly is difficult, but if the mutation rate
u < 1, we can find the approximate solution. We start by setting # = 0 and obtaining the
steady-state solution. Apart from the trivial solution and a negative solution, there are two
symmetric solutions where only one type survives (competitive exclusion). We use the one
where the wild-type excludes mutants:

3Dw WO —q__6Dv__4Dw o) _ 0 _ 0 —, (27

(0) — e L —
P = B ey Dw—3Le Lo’

where the superscript corresponds to the zeroth order in the expansion in terms of small .
Note that, as expected, the expression for p(o) coincides with the one given in Table 1 for
von Neumann grid (N, = 4). We then look for the first correction by substituting

p= pw) + up(]), n= uﬂ(]), w=wO,w®, 1=u®, M=um®D,

inserting in the system of five equations, keeping only the first order of expansion in u, and
solving for 1), ..., M(1). We obtain

g = W = DiLay(4Dy — 3Lyy) (4D2, + 3Dy Ly + DepLin )t
Dm(Dw - 3Lw)(4Dm + 3Lw)(Dme - DwLm) '

(28)

This is the equilibrium solution corresponding to mutation—selection balance in the
presence of spatial interactions. This approach is valid as long as the wild-type is advanta-
geous (inequality (12)). In the opposite scenario, this solution is unstable, and the system
converges to the mutants excluding the wild-type.
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Under selection-mutation balance, of interest is the equilibrium proportion of mutants
in the system given by

A nWu _ DyLw(4D3 +3DnLy + DyLn)u
VN p(O) Dm (4Dm + 3Lw) (Dme - DwLm) ’

(29)

It is instructive to compare this quantity with the equilibrium proportion of mutants

in a mass-action system, v51_, = /%, Equation (14):
eq DyLyu
V. = =
m-a DmLZU - DZULm
We have Ve?\} Dol
=1 > 1.
A1, = DuaD, +3L)

m-—a

In other words, the relative contents of mutants (in proportion to the wild-types) are
higher in spatially distributed systems compared to mass-action systems at equilibrium.
This result resembles our recent analysis presented in [24], where we showed that the
mean number of disadvantageous mutants is higher in fragmented populations compared
to well-mixed populations. A comparison with non-equilibrium, growing, well-mixed
populations is presented in [19] and not discussed here.

4.4. Applications and Comparison with Computations
The result in Equation (29) is applicable to two relevant scenarios.

®  Quasi-equilibrium density in finite populations. If simulations are continued until a
finite grid is filled, the population reaches a quasi-equilibrium state where wild-type
and disadvantageous mutant cells coexist. For a 2D square grid under a von Neumann
neighborhood, the density of the mutants is approximated by 7 in Equation (28), while
the density of wild-types is given by p(?), Equation (27). The total numbers of mutant
and wild-type cells are obtained by multiplying the quantities 7 and p(©) by the total
number of grid points, respectively. Note that this scenario is not interesting in the
case of advantageous or neutral mutants, as the entire population will eventually
consist of mutant cells.

e Number of mutants in spatially expanding populations. Simulating a growing pop-
ulation (on a large grid where the boundaries are not reached), we can ask how the
number of disadvantageous mutants scales with the total number of cells, N. Since
the core of the expanding colony is in quasi-equilibrium, Equation (29) shows that
the number of mutants grows as the first power of N. Results for the scaling laws for
neutral and advantageous mutants are discussed in the next Section.

The expected number of mutants predicted theoretically was compared with the
results of numerical simulations. This was done in the following way. At size N, the
number of mutants (in the von Neumann case) is predicted to be N m/f,'f\I ; see Equation (29).
Solving the equation N uv‘ej\lzconst, we can obtain the pairs (L, Dy, ) of mutant kinetic rates
corresponding to a predicted given number of mutants in a system of size N. Figure 3a
shows the predicted number of mutant as a contour plot. The closer to the “neutrality” line
(see inequality (12)), the larger the predicted number of mutants. The solution of equation
N uvi?\I = const is shown in Figure 3b and for five points from the solution set, the predicted
number of mutants (given by N uvsgl = 10) is compared with the numerically obtained
mean (plotted together with the standard deviation, Figure 3c. We can see that for larger
mutant division rates, the deviation from the theory becomes significant. Figure 3d shows
a histogram of the numbers of mutants for the parameters corresponding to the fifth point.
One can see that the distribution has a long tail and a very large standard deviation. This is
the consequence of macroscopic structures (“slices”) that cannot be handled by the present,
local, method.
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Figure 3. The level of mutants in the spatial (von Neumann) system: analytical approximation and
numerical results. (a) The quantity N 141/3?\I is presented as a contour plot as a function of Ly, and Dy,
for fixed values of Ly and Dy. Mutants are disadvantageous above the red line (inequality (12)).
The contours’ values are specified. (b) Solution L, of equation N uvsqN = 10 as a function of Dy,; the
5 points, used in panel (c), are marked in red and numbered. (c¢) The comparison of the predicted
number of mutants, N uvi% =10, (horizontal red line) and simulated number of mutants in the 5
parameter pairs from panel (b). Simulated means and standard deviations are shown (out of 2.5 x 10°
runs). (d) For the 5th parameter combination, the numerically obtained histogram of the number of
mutants is shown. The rest of the parameters are: u = 2 x 1073, N = 10°, Ly, = 0.08, and Dy, = 0.015.
See text for details.

5. Laws of Neutral and Advantageous Mutant Spread in Different Geometries

In the previous Section, we showed that (under the assumption of small mutation
rates) the number of disadvantageous mutants in a spatially growing population scales
with the total number of cells, as & Nu. If cells are advantageous or disadvantageous, they
obey different scaling laws [19]. In this Section we present simple derivations for those
laws in different geometries.

5.1. Derivation of the Growth Laws

Below, we consider several scenarios that differ by the dimensionality of the grid (2D
or 3D) and by the direction of growth (planar growth vs. range expansion; see Table 2.

5.1.1. Two-Dimensional Flat Front

Let us first assume that the death rate of cells is equal to zero. Consider cells growing
along the surface of a cylinder of width W. This represents a one-directional growth
process, where during each generation, we assume that W new cells appear, and the the
total population is given by N = LW, where L represents the number of layers. The value
of L is proportional to the number of generations, and thus to the physical time, #:

Lo t.

The following calculation estimates the growth law of mutants. Every time a new
layer (of width W) is added, the mean number of new mutations is given by Wu. Suppose
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that mutants are neutral. Then, each such mutation will give rise to an array of daughter
mutant cells of width 1; see Figure 4. The length of this array is given by £ — i, where i is
the layer at which the mutation occurred. Therefore, the total expected number of neutral
mutants is a cylinder of length £ given by

L L _ 2
Mgghat _ ZWM Z 1— uWL(L—-1) ~ uWL _ LNZ, (30)
=1 j=it1 2 2 2w

where we assumed £ > 1. Note that in this derivation, we assumed that the number of
mutants is small compared to the total population, and individual mutant clones do not
interact. In a more precise calculation, the number of wild-type cells in each layer is smaller
than W because of the existence of mutants, and thus, the rate of new mutant production is
smaller than Wu. We, however, assume that uLW < 1, such that the number of mutants is
relatively small.

Note that the number of neutral mutants decreases with W; see Figure 5; the largest
number of mutants is achieved in the case of W = 1, a one-dimensional expanding array
of cells.

et $ S P I IIIIIIIIIIIOISITSTTY
Pttt b P P F PSPPI IIIIIISITTY

Figure 4. The conceptual model for mutant number calculations, the case of neutral mutants in a
colony growing along the surface of a cylinder (2D flat front). Red circles denote mutants and blue
circles wild-type cells.

M
N
o
o
o

I

Number of mutants,

o
I

0 20 40 60 80 100
Width of cylinder, W

Figure 5. The number of mutants during a 2D flat front expansion decays with the front width.
Equation (30) is presented with N = 10,000 and u = 5 x 1075.

Next, let us consider advantageous mutants. In this case, each new mutant gives rise
to a triangular clone. In the first layer, the width of the clone is 1; in the next layer itis 1 +s;
in the kth layer, itis 1 + (k — 1)s, where parameter s > 0 measures the advantage of the
mutants (with s = 0 corresponding to neutral mutants). Therefore, we have
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Mado - ZW” i (1+(G—(+1))s) =uWL(L 1) 1JrM (31)
2D flat . ~, J - 2 6
i= ] 1
uWsL3 — us 5
6 - 6W2

where for the approximation, we assumed that £s > 1. Furthermore, for this simple
calculation to be valid, we need to assume that the wedges created by mutants do not come
close to the cylinder’s width, W, that is £s < W. In particular, Equation (31) can be valid
for small values of W > 1, but only for mutants that are neutral for practical purposes
(s < 1).

Note that when N is fixed, the total number of cell divisions that the system has
undergone is also fixed. The number of mutants however is vastly different depending
on the spatial configuration. It is the highest for W = 1 (one row of cells) and decreases
drastically with the width of the cylinder. This is consistent with the notion that spatial
restrictions result in a heightened number of mutants, the 1D space (W = 1) being the most
spatially restrictive system. The reason for this is that in 1D, a mutant, once created, blocks
the whole range of expansion and prevents wild-type cells from reproducing. The wider
the front, the weaker this effect. Further, we note that in the special case where W =1,
mutant advantage does not play a role, and the number of advantageous, neutral, and even
disadvantageous mutants is given by the same formula, Equation (30).

In the derivations above, a zero death rate of cells was assumed. This means that the
colony spreads as a solid mass, where all of the spots in the core are occupied. Including
a nonzero death rate does not change the geometric argument presented here, because
the only difference now is that the expanding population is “porous”, such that the same
number of cells occupies a larger number of spots on the grid. Therefore, adding a nonzero
death rate does not alter the scaling laws derived here and in the other cases. For this reason,
we present calculations assuming a zero death rate. Numerical calculations in Section 5.2
confirm that the scaling laws remain the same in the presence of nonzero death rates.

5.1.2. Two-Dimensional: Circular Range Expansion

Next, we turn to the dynamics of neutral mutants on a circle. Let us suppose that the
radius of the circle is R and N = 71R2. The size of the colony increases via surface growth
with N « t? and

Rt

As the range expansion proceeds, the circular layer of radius r will on average give
rise to 27tru new mutations. Each mutation will result in a wedge expanding outwards.
If the new mutation occurred in the layer with radius r, the number of mutating cells in
layer r is 1. The number of mutants in the next layer is given by = 1 because under the
assumption of mutant neutrality, the fraction of mutants in each new layer of radius j > r
(with surface 277j) should stay constant and equal to 2 . For layer j, the number of mutants
is then given by j/r. This gives rise to the following Calculatlon.

27tR3u 2u
Mleut _ ~ _ 3/2
M5 = E 27tru E —nR —lu= = N
range i 3 3 371/2

(the approximation is valid for R >> 1).
For advantageous mutants in a growing 2D circle, the fraction of mutants will grow
with each layer:
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adv
MZD range

R R -

= Y omru ) (1+(j—(r+1))s)£ :nR(Rz—l)u<g+is(R—2))
r=1 j=r+1
nR*su  su

~ = —N 32
4 NV (32)

where we assumed Rs > 1. For this approximation to be valid, the mutant wedges should
not exceed the circumference of the colony. Strictly speaking, this results in the condition
Rs << 27R, thatis s < 1. For larger values of s, the events where the mutant covers the
whole surface of the colony are no longer negligible.

5.1.3. Three-Dimensional Flat Front

In a 3D space, let us first consider a solid cylinder of constant radius Ry, where initially,
the cells are situated as a layer at the bottom of the cylinder and proceed to grow by adding
layers of size 7R3. Each generation contributes 77R3u new mutants, and as the colony
grows to length £ (and volume ZHR%ZZ), we have in the neutral case:

= N?

L
ML = ZZnROu Y 1=nRGuLl(L—1)~ aRjul? = —
j=it1 7RG

which is similar to the 2D flat front expansion. If the mutants are advantageous, then their
number will increase from layer to layer, giving rise to conical wedges. This gives rise to
the following calculation:

L L
Mg = ;méu}zluw—(iﬂ))s)z
i= J=it+
L(L—1)7R3
= W{(ﬁwcu)szﬂ(ﬁq)sw]
_ mREPul* Py,
- 6  67ORS

where Ls > 1 for the approximation, and the approach is valid as long as the wedge radius
is smaller than that of the cylinder, s < Ry.

5.1.4. Three-Dimensional Range Expansion

Next, we consider a 3D expanding sphere. For a sphere of radius R, wehave N = 4/ 37R5,
and the surface is given by 471R?. The size of the colony increases via 3D surface growth
with N « 3. Each spherical layer of radius r will on average give rise to 47rr%u new
mutations. Each mutation will result in a conical wedge expanding outwards. If the new
mutation occurred in layer with radius r, the number of mutating cells in layer r is 1.
The number of mutants in a layer of radius j > r is given by (j/r)?, because under the
assumption of mutant neutrality, the fraction of mutants in each new layer should stay
constant (and equal to mZ) Therefore, we write:

2 4/3

3% °u

t 2 R4, 4/3

g’fj“mnge E 4rrtu ) 1( ) TR(R* —1)(R+2/3)u ~ mR*u = 7_[1/344/3N /
j=r+

(the approximation is again valid for R >> 1).

If the mutant in a growing 3D sphere is advantageous, the fraction in each layer will
increase according to the fitness advantage s and stretch from layer to layer in the same
way as for the neutral mutants. We therefore have
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Q

R R 2
;47#214 ) (1+(j—(r+1))s)2<£)

j=r+1
2_
w [(20R? — 48R? — 5R + 42)s? + (72R* — 90R — 108)s -+ 90R + 60|
2
g7TszuR6 = ﬂNz.
87

As before, the approximation holds if Rs > 1. The method assumes that the mutant
colony’s size in each layer does not come close to the surface area, which amounts to the
inequality s < 1.

5.1.5. Exponential (Non-Spatial, Mass-Action) Growth
Finally, for exponentially growing populations, similar formulas could be derived. In

particular, for neutral mutants, we have

Mgﬁ;’,t = NulnN,

and for advantageous mutants with advantage « (which is the ratio of the net growth rate
of mutants and the net growth rate of wild-type cells), we have

o 20—1

Mgig = QNT;

(e —1)2%
see [25], Equation (14c); see also Equation (13) there for a more general formula.

5.2. Comparison with Numerical Simulations

We ran numerical simulations to check the results derived here. Figures 6 and 7, which
are described in detail below, illustrate the accuracy and applicability of the approximations
derived above. They contain colored lines, which are the results of the numerical simula-
tions, and black “guides for the eye”, which represent power-law functions characterized
by the powers predicted by the theory. The figures show that these scaling laws hold over
large intervals of N, the population size.

Table 3. Simulation parameters for Figure 6.

Curve Description Ly Ly Dy Dy,
A Neutral, no death 0.7 0.7 0 0
B Neutral, with death 0.7 0.7 0.2 0.2
C Adyv, no death 0.7 0.9 0 0
D Adv, no death, larger advantage 0.7 1.0 0 0
E Adv by division, with death 0.7 0.8 0.2 0.2
F Adv by death 0.7 0.7 0.2 0.1
G Adv by death, wider front 0.7 0.7 0.2 0.1
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Figure 6. Neutral and advantageous mutants in a 2D colony under (a) a flat front expansion and (b) a range
expansion. The number of mutants is plotted as a function of the total population, averaged over 1000 stochastic
runs (standard error is too small to see). Cases (A,B) are neutral, and the corresponding solid black lines are
guides to the eye, with (a) slope 2 and (b) slope 3/2 in the log-log plot. Cases (C-G) are advantageous, and the
dashed lines are guides to the eye with (a) slope 3 and (b) slope 2. Curves (A-G) are described in Table 3. The rest
of the parameters are u = 5 x 1075, W = 100 (except G, where W = 1000).

Figure 6 shows results for the case of 2D systems, with flat front expansion presented
in Figure 6a and range expansion in Figure 6b. Plotted are the average numbers of mutants
(the vertical axis) measured at different population sizes, N (the horizontal axis). Different
curves correspond to different parameter values, summarized in Table 3.

To simulate flat front expansion (Figure 6a), ABM simulations were performed in
cylindrical geometry, with an n X W rectangular domain of width W. We started with
an array of W wild-type cells at the left boundary of the domain and imposed periodic
boundary conditions in the transversal direction. In each simulation, the cell population
was allowed to grow to a size N, and the number of mutant cells at this size was recorded.
Such simulations were performed repeatedly, and the average number of mutants was
calculated. Simulation runs, in which the total cell population went extinct due to stochastic
effects, were ignored.
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Figure 7. Mutants in the 3D expansion: the average number of mutants is plotted as a function of
the total population. (A) Neutral mutants in a range expansion, with the corresponding dotted gray
guide to the eye with slope 4/3 in the log-log plot. (B,C) Advantageous mutants in a range expansion,
and the solid lines are guides to the eye with slope 2. (D) Neutral mutants in a 3D flat front expansion,
and the solid guide to the eye has slope 2. (E,F) Advantageous mutants in a colony with a 3D flat
expansion; the dashed guides to the eye have slope 4. Curve parameters are given in Table 4.

Table 4. Simulation parameters for Figure 7.

Curve Description Ly L, Dy Dy, u

A Neutral, range 0.7 0.7 0.1 0.1 2x10°°
B, yellow Adv by division, range 0.4 0.8 0.1 0.1 2x107°
B, red Adv by division, range 0.7 0.7 0.2 0.2 2x1077
C Adv by death, range 0.7 0.7 0.2 0.1 2x1077
D Neutral, flat 0.8 0.8 0.1 0.1 2x1077
E Adv by division, flat 0.4 0.8 0.1 0.1 2 %1077
F Adv by death, flat 0.7 0.7 0.2 0.1 2x1077

Curves (A) and (B) in Figure 6a represent neutral mutants in the absence (A) and
in the presence (B) of cell death. The black solid lines are guides for the eye with slope
2 in the log-log plot, representing the quadratic scaling law (see Table 2). Curves (C-G)
represent advantageous mutants, and the dashed lines are guides for the eye with slope 3
in the log-log plot, representing the cubic scaling law (see Table 2). The different cases of
advantageous mutants include systems with and without cell death, cases where mutants
are advantageous by divisions (that is, have a larger division rate and the same death rate,
compared with wild-type cells), and cases where mutants are advantageous by deaths (that
is, have a smaller death rate and the same division rate, compared with wild-type cells).
The cubic scaling law holds at least for part of the N values for all these cases; see [19] for
more details.

To simulate range expansion (Figure 6b), we performed simulation on a square grid,
starting with a single cell in the middle and letting the population expand outwards.
Simulations resulting in population extinction were discarded, and all simulations were
stopped before the boundary of the grid was reached. In Figure 6b, curves (A) and (B) again
represent neutral mutants without and with cell death (with solid guides to the eye having
slope 3/2). The rest of the curves again explore advantageous mutants under different
assumptions, with dashed guides for the eye having slope 2. In all cases, the scaling laws
in Table 2 are confirmed.
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Finally, Figure 7 demonstrates numerical results for 3D expanding colonies (with pa-
rameters listed in Table 4). The different cases considered include neutral and advantageous
mutants experiencing 3D flat and range expansion, with the advantage realized through
differences in division and death rates.

6. Conclusions

In this paper, we reviewed some recent results on the behavior of populations in lattice
models. Both homogeneous populations (that is, populations consisting of a single type
of individuals) and evolving populations (wild-type and mutants) were considered, and
some simple laws derived approximate population densities in different dimensionalities,
geometries of growth, and lattice types. The methodologies developed here can be extended
to other cases, for example Equation (1) of mutant density was derived for a 2D von
Neumann grid, but the methodology can be generalized, e.g., to the Moore lattice and also
to 3D systems.

Our results have further practical applications, for example for understanding the
dynamics of drug-resistant mutants in solid tumors [26] or the laws of evolution in bacterial
biofilms [27].

The laws described in this paper can be viewed as a way to reduce a complex (spatial,
stochastic) process to a small number of important observables, such as the mean equilib-
rium population density or the expected number of mutants. These quantities are shown
to obey some simple rules, which relate these observables to the microscopic (kinetic)
parameters of the cellular turnover and to system geometry. Having these simple rules
can be very useful, if one, for example, fits a stochastic agent-based modeling (ABM) to a
set of data: some parameters can be extracted by applying these laws and solving for the
unknown quantities.

Aspects of the theory presented here can be tested in biological experiments. Even
though lattice models present a certain simplification of reality, the scaling laws of mutant
growth (Table 2) are quite versatile, as they have been shown (numerically) to hold in mod-
els with different neighborhood structures and over a large variety of assumptions on cells’
kinetic parameters. While some of these laws were tested previously (see, e.g., [18]), others,
such as 3D flat and 3D range expansion laws, have not yet been confirmed experimentally.

Having simple laws that connect the macroscopic state with microscopic variables can
be useful in interpreting experimental results. The laws in Table 1 describe the equilibrium
density of populations of cells undergoing a turnover. By comparing the observed popu-
lation density in experiments with the theoretical predictions, one could simply deduce
the division-to-death ratio of cells growing in a given system. This can provide a useful
quantitative measure of cells’ state. In particular, the differences in cellular density can
inform one of the changes in kinetic parameters that arise as a consequence of changes
in the microenvironment. Examples of relevant experiments include investigations of the
effect of various drug treatments on the cellular turnover.

Finally, our techniques can be extended to describing more complex systems. One
potential application is deriving spatial laws of the microbial colony dynamics, such as
bacteria growing in a microfluidic trap [28-30]. Deriving rules of global dynamics of
microbial communities from local interaction rules is a task that is similar in spirit to the
efforts that were described in the present paper.
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Abstract: A condensed review is presented for two basic topics in the theory of pattern formation
in nonlinear dissipative media: (i) domain walls (DWs, alias grain boundaries), which appear as
transient layers between different states occupying semi-infinite regions, and (ii) two- and three-
dimensional (2D and 3D) quasiperiodic (QP) patterns, which are built as a superposition of plane—
wave modes with incommensurate spatial periodicities. These topics are selected for the present
review, dedicated to the 70th birthday of Professor Michael I. Tribelsky, due to the impact made
on them by papers of Prof. Tribelsky and his coauthors. Although some findings revealed in those
works may now seem “old”, they keep their significance as fundamentally important results in the
theory of nonlinear DW and QP patterns. Adding to the findings revealed in the original papers by
M.I Tribelsky et al., the present review also reports several new analytical results, obtained as exact
solutions to systems of coupled real Ginzburg-Landau (GL) equations. These are a new solution for
symmetric DWs in the bimodal system including linear mixing between its components; a solution
for a strongly asymmetric DWs in the case when the diffusion (second-derivative) term is present
only in one GL equation; a solution for a system of three real GL equations, for the symmetric DW
with a trapped bright soliton in the third component; and an exact solution for DWs between counter-
propagating waves governed by the GL equations with group-velocity terms. The significance of the
“old” and new results, collected in this review, is enhanced by the fact that the systems of coupled
equations for two- and multicomponent order parameters, addressed in this review, apply equally
well to modeling thermal convection, multimode light propagation in nonlinear optics, and binary
Bose-Einstein condensates.

Keywords: Ginzburg-Landau equations; thermal convection; quasiperiodic patterns

1. Introduction
1.1. The Objective of This Paper

This text was written as a contribution for a festschrift devoted to the celebration of
fifty years of the work of Prof. Mikhail Tribelsky in theoretical physics (the name known as
Mikhail /Michael /Michel/Miguel /Michele /Michal /Mikael /Mikkel /Mitxel /.. . is considered
as the oldest masculine name used in modern languages; the meaning of its original form
in Hebrew is “Who (is) like El (God)?”, which implies a response “no one can be likened to
God”). Apart from his fundamental contributions to optics, especially to the theory of the
nonresonant light-matter interaction [1,2] and light scattering by small particles [2-7], an
essential topic in the works of Prof. Tribelsky is the theory of pattern formation in nonlinear
dissipative media. In particular, two important subjects considered in his publications are
domain walls (DWs, alias grain boundaries), i.e., stationary stripes separating two domains
which are filled by different stable patterns, and quasiperiodic (QP) patterns, alias dissipative
two-dimensional (2D) quasicrystals. It is relevant to mention that the fundamental papers of
Prof. Tribelsky on the former and latter topics, viz., Refs. [8,9], are, respectively, his second and
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sixth best-cited publications, according to the data provided by Web of Science. The objective
of this paper is to produce a condensed review of basic results reported in those older but still
significant works, and outline directions of subsequent work initiated by the results reported
in them. The review also includes some new exact analytical results for DWs, which offer a
natural extension of the analysis initiated in Ref. [8] (in a detailed form, the new results will
be reported elsewhere [10]). The presentation given in this review has a personal flavor, due
to the fact that the present author was Mikhail’s collaborator in projects which produced the
above-mentioned original publications.

In addition (Ref. [8]) it is relevant to mention a still earlier paper [11], where we
addressed a well-known model equation, which is usually called the real Ginzburg-Landau
(GL) equation (the name originates from the phenomenological theory of superconductivity
elaborated by Ginzburg and Landau 70 years ago [12]). The usual scaled form of the real
GL equation is as follows:

ou 92

Wy T8 e
at*”+ax2 [ue|“u, 1)

where x and t are the spatial coordinate and time measured in scaled units.

In fact, the order parameter u(x, t) governed by Equation (1) is a complex function;
the equation is called “real” because its coefficients are real (therefore, by means of scaling,
all coefficients in Equation (1) are set to be £1). The first, second, and third terms on the
right-hand side of Equation (1) represent, respectively, the linear gain, diffusion/viscosity
(dispersive linear loss), and nonlinear loss. The real GL equation is a universal model for
many nonlinear dissipative media, such as the Rayleigh-Bénard convective instability in a
shallow layer of a liquid heated from below [13] and instability of a plane laser evaporation
front [1].

Note that Equation (1) may be represented in the gradient form as follows:

Ju oL

g = - Sur’ (2)
where ¢/6u* stands for the functional (Freché) derivative, and
oo w1
_ 2 |9H L4
L—/ioo ( [u]* + Py +2|u| )dx 3)

is a real Lyapunov functional. A consequence of the gradient representation is that L may
only decrease or stay constant in the course of the evolution, dL/dt < 0. This constraint
simplifies the dynamics of the real GL equation.

Equation (1) gives rise to a family of simple stationary plane-wave (PW) solutions:

u(x) = V1 —k?exp(ikx), 4)
where real wavenumber k takes values in the existence band,
—1<k<+1. (5)

A nontrivial issue is stability of the PW solutions against small perturbations. It can
be naturally addressed by rewriting Equation (1) in the Madelung form (sometimes called
the hydrodynamic representation), substituting

u(x,t) = A(x, t) exp(ip(x,t)), (6)
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where A and ¢ are the real amplitude and phase. The substitution splits Equation (1) into a
pair of real equations:

2A 9?A p\> .,
g—AJerA(g) — A3, @)
2
220 _ 420,040

ot ox ox ox’ ®

In terms of the latter system, the PW solution (4) is written as follows:

A=\1-12,¢(x) = kx. ©)

In paper [11] (incidentally, it is the ninth best-cited publication of M.I. Tribelsky), the
stability of solution (9) was explored by means of linearization of Equations (7) and (8)
against small perturbations of the amplitude and phase. We thus found that the stability
region in the existence band (5) is

—1/V3<k<+1/V3. (10)

In this region, the squared amplitude of the PW solution, A%(k), exceeds 2/3 of its
maximum value, A2, = 1, which corresponds to k = 0:

A =1-k>>2/3. 11)

At that time, we were not aware of the fact that this result, in the form of Equation (10),
was established much earlier [14] by W. Eckhaus (Wiktor Eckhaus (1930-2000) was born
in Poland, where he had survived Holocaust; after WWII, he moved to the Netherlands,
where he had eventually become a professor at the Utrecht University). It is now commonly
known as the Eckhaus stability criterion (ESC). Later, we learned that some other people
entering this research area had also independently rediscovered the ESC (this fact suggested
our coauthor in Refs. [8,9], Prof. Alexander Nepomnyashchy, to formulate a Nepomnyashchy
criterion: a necessary condition for successful work on the pattern—formation theory is the
ability of the researcher to re-derive the ESC from the scratch).

1.2. Complex Ginzburg—Landau Equations: The Formulation, Plane Waves, and
Dissipative Solitons

Before proceeding to the discussion of particular topics included in this review, it
is relevant to briefly recapitulate the main principles concerning complex GL equations
as a class of fundamental models underlying the theory of pattern formation under the
combined action of linear gain and loss (including the diffusion/viscosity), linear wave
dispersion, nonlinear loss, and nonlinear dispersion. In the case of cubic nonlinearity, the
generic form of this equation is as [15,16]

2
3—?:gu+(u+ib)371;f(d+ic)\u\2u, (12)
cf. its counterpart (1) with real coefficients. Here, constants ¢ > 0,2 > 0, and d > 0
represent, respectively, the linear gain, diffusion coefficient, and nonlinear loss. Further, co-
efficients b and ¢, which may have any sign, control the linear and nonlinear dispersion, re-
spectively. Coefficient g in Equation (CCGL) may include an imaginary part too, but such a
frequency term can be trivially removed by a transformation, u(x, ) = u(x, t) exp[iIm(g)t].

By means of obvious rescaling of ¢, x, and 1, one can fix three coefficients in Equation (12):

g=a=d=1, (13)
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unless the equation does not include the diffusion term, in which case 2 = 0 is set. Equa-
tion (12) is written in the 1D form, while its multidimensional version is obtained replacing
0%u/9x? by the Laplacian, V2u.

Unlike Equation (1), the complex GL Equation (12) does not admit a gradient repre-
sentation (see Equation (2)). In the case of relatively small real parts of the coefficients,
ie,a < |b|,d < |c|, Equation (12) may be treated as a perturbed version of the nonlinear
Schrodinger (NLS) equation. Methods of the perturbation theory for NLS equations were
developed in detail long ago [17].

The ubiquity of the complex GL equations is stressed by the title of the major review by
Aranson and Kramer [15], The world of the complex Ginzburg-Landau equation—indeed, the
great number of particular forms of such equations, their various realizations and applications,
and the great number of solutions, obtained by means of numerical and approximate analytical
methods, form a “world” in itself. As concerns applications, complex GL equations emerge
not only in such areas as optics of laser cavities [18-21], where they can be directly derived as
basic physical models, with u(x, t) being a slowly varying amplitude of the optical field, but
also in many other areas of physics (hydrodynamics, electron-hole plasmas in semiconductors,
gas-discharge plasmas, chemical waves, etc.). In many cases, the underlying systems of
basic equations are complicated, but complex GL equations may be derived from them as
asymptotic equations for long-scale small-amplitude (but, nevertheless, essentially nonlinear)
excitations [22-24]. In some cases, equations of the complex-GL type may also be quite useful
as phenomenological models [15,16].

While DW states are supported by a finite-amplitude PW background, it is relevant
to mention that complex GL equations may give rise to localized states (dissipative soli-
tons [25-31]). In particular, Equation (12) admits an exact solution,

u = Alcosh(xx)] "M exp(—iwt), (14)

with a single set of parameter values, A, «, 1, and w, given by cumbersome expressions [32,33].
If the complex GL equation reduces to a perturbed NLS equation, the dissipative soliton (14)
can be obtained from the NLS soliton by means of the perturbation theory, under condition
bc < 0 (otherwise, the underlying NLS equation does not have bright-soliton solutions).
However, solution (14) is always unstable, as the linear gain in Equation (12), represented by
g > 0, makes the zero background around the soliton unstable.

Dissipative solitons of this type may be effectively stabilized, in a nonstationary form,
in a model including time-periodic alternation of linear gain and loss, which implies
replacing the constant coefficient ¢ in Equation (12) by function g(t) periodically changing
between positive and negative values; in particular, it may be taken as a periodic array of
amplification pulses on top of a constant lossy background:

“+o0
g(t)=G Y o(t—1n)—go, (15)

n—=-—oo

with G > 0 and gy > 0, T being the amplification period [34]. Another option for the
stabilization is the use of the dispersion management, i.e., replacing constant dispersion
coefficient b in Equation (12) by function b(t), which periodically jumps between positive
and negative values, cf. Equation (15) [35].

The fact that the dissipative soliton (14) may be considered an extension of bright
NLS solitons suggests that Equation (12) may also support a solution resembling the dark
soliton of the NLS equation with the self-defocusing nonlinearity. Indeed, such solutions
were found by Nozaki and Bekki in the form of [36]. Although the holes, as well as DWs,
are supported by a stable PW background, they are completely different states, as DWs
separate different PWs (see below), while the hole is built into a single PW.

A more sophisticated version of the complex GL equation admits the existence of
stable stationary dissipative solitons if the zero solution is stable, i.e., the linear term must
be lossy, corresponding to ¢ < 0 in Equation (12). In this case, it is necessary to include the
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cubic gain and quintic loss (the latter term prevents the blowup). Thus, one arrives at the
complex GL equation with the cubic-quintic nonlinearity, which was first introduced by
Petviashvili and Sergeev [37] (actually, as a 2D equation) in the following form:
ou . 0%u
3 :gu—i-(a—s—zb)@—
with ¢ < 0,4 >0,d <0,and f > 0, cf. Equation (12).
It follows from Equation (16) that the interplay of the gain and loss terms in Equation (16)

allows the generation of nonzero states under the condition that the cubic-gain strength
exceeds a minimum value necessary to compensate the effect of the losses:

ld| > (1d])min = 24/ 181 17)

Further, using the rescaling freedom, one can normalize Equation (16) by setting

(d 4 ic)|u?u — (f 4 i) |u|*u, (16)

—g=a=—d=1, (18)

cf. Equation (13) in the case of Equation (12). Then, condition (17) amounts to f < 1/4.

Stable dissipative solitons as solutions of Equation (16), in the case when they may
be considered to be a perturbation of NLS solitons, were first predicted in Ref. [25] and
later rediscovered in Ref. [38]. Then, stable dissipative soliton solutions of Equation (16)
were found in the opposite limit, when the dispersive terms in this equation may be treated
as small perturbations. In this case, the dissipative solitons are broad (nearly flat) states,
bounded by sharp edges in the form of a kink and antikink [39-41].

The complex GL Equation (16), subject to normalization (18), generates a family of
PW solutions, where the wavenumber takes values in the same interval (5) as above:

=1 —Kexp(ikx —iwt), w = c+ (b — c)k?, (19)

cf. stationary solutions (4) of the real GL equation. The stability of these flat states against
long-wave perturbations can be investigated analytically, leading to a generalization of the
ESC (cf. Equation (10)) [42]:

K< (1 +bc)/<3+2c2+bc) (20)

The full stability of solutions (19) was investigated in a numerical form [15,16]. Note
that condition (20) cannot hold unless the dispersion coefficients in Equation (16), normal-
ized as per Equation (18), satisfy the Benjamin—Feir—-Newell (BFN) condition,

1+bc > 0. (1)

If this condition does not hold, unstable PWs develop phase turbulence, with |¢)|
staying roughly constant, while the phase of the complex order parameter, ¢(x,t) =
arg{u(x,t)}, demonstrates spatiotemporal chaos. Just below the BFN instability threshold,
ie,at0 < —(1+bc) < 1 (see Equation (21)), the chaotic evolution of the phase gradient
p = ¢ obeys the Kuramoto-Sivashinsky equation [43,44], whose scaled form is

Pt + Pxx + Pxxxx + PPx = 0. (22)

Deeper into the region of 1 4 bc < 0, the instability creates defects of the wave field,
at which |u(x,t)] = 0, and eventually leads to the onset of defect turbulence [15,16].
Further evolution may lead to emergence of regularly arranged train-shaped patterns in
the turbulent states [45].
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1.3. The Structure of This Paper

The rest of the paper is divided into Sections 2 and 3, which are followed by concluding
Section 4. Section 2 addresses the concept of DWs and its further developments, starting
from Ref. [8]. The DWs considered in that work were constructed as solutions of a system
of two nonlinearly coupled real GL equations, which model the interaction of two families
of simplest roll patterns (quasi-1D spatially periodic structures) in the Rayleigh—Bénard
convection. This setup is controlled by the overcriticality, which is defined as follows:

¢ = (Ra — Ragit) /Rait , (23)

where Ra is the Rayleigh number, and Ra;; is its critical value at the threshold of the
convective instability of the fluid layer heated from below. DWs in convection patterns
were predicted as linear defects (grain boundaries) [13,46,47], and were directly observed
in experiments, both as DWs proper and more complex structures, formed by junctions of
DWs. Typical examples of the experimentally observed patterns, borrowed from Ref. [48],
are presented in Figure 1.

@) (b)

Figure 1. (a) An experimentally observed pattern of rolls in the Rayleigh-Bénard convection, which
demonstrates a junction of domain walls (grain boundaries). The pattern corresponds to overcritical-
ity ¢ = 1; see Equation (23). (b) Similar patterns observed at ¢ = 1.8 (left) and 2 (right). Reprinted
with permissions from Ref. [48].

It is relevant to stress that the concept of grain boundaries is known, in a great variety
of different realizations, as a very general one in condensed-matter physics [49-55]. In
most cases, the nature of such objects is different from that in thermal convection and other
nonlinear dissipative media. Nevertheless, the phenomenology of the grain boundaries in
completely different physical systems has many common features.

The DW states were constructed in Ref. [8] as solutions of two coupled real GL
equations for amplitudes of PWs connected by the DW. In a particular case, such a solution
for a symmetric DW is available in an exact analytical form, see Equations (50) and (51)
below. It is also demonstrated that the symmetric DW may play the role of a potential well,
which traps an additional small-amplitude component, in the form of a bright soliton, thus
making the structure of the DW more complex, as shown below by Equations (72)—(75)
and Figure 5. Further, a newly derived extension of the exact solution is included, for
the case when the symmetrically coupled real GL equations include linear-mixing terms
(see Equation (54) below), and a new exact solution for a strongly asymmetric DW, in the
case when only one real GL equation includes the diffusion term (second derivative). This
solution is given below by Equations (64)—(68) and Figure 4.

At the level of stationary solutions, the same coupled equations which model the grain
boundaries in thermal convection predict DWs in optics, as boundaries between spatial or
temporal domains occupied by PWs representing different polarizations or different carrier
frequencies of light [56]. These equations also produce DW states in binary Bose-Einstein
condensates (BECs) composed of immiscible components [57].
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Still earlier, approximate solutions similar to DWs were constructed in the framework
of a single complex GL equation [58]. Such solutions represent stationary sources of stable
PWs with wavenumbers £k (see Equation (19)) emitted in opposite directions (while the
above-mentioned holes are sinks absorbing colliding PWs with opposite wavenumbers). A
special case corresponds to complex GL Equation (12) without the diffusion term, i.e., with
a = 0. In that case, DWs may be approximately reduced to shock waves governed by an
effective Burgers equation for a local wavenumber [59]. These results are also included,
in a brief form, in Section 2. As an extension of the topic, this section also addresses
DWs between semi-infinite domains filled by counterpropagating traveling waves (this
is possible, in particular, in thermal convection in a layer of a binary fluid heated from
below [60-63]). Furthermore, Section 2 includes a newly found exact solution for the DW
between traveling waves produced by a system of coupled real GL equations that include
group-velocity terms (see Equations (85)-(90) below).

Section 3 summarizes some theoretical results for QP patterns in 2D and 3D nonlinear
dissipative media, the study of which was initiated in Ref. [9]. In particular, included
are findings for stable QP states produced by combinations of four spatial modes in a
laser cavity with different 3D wave vectors [64]. Another possibility to produce a spatially
confined four-mode (eight-fold) QP structure, briefly considered in Section 3, is offered by
the overlap of two square-shaped (two-mode) patterns under the angle of 45° in a transient
layer between the patterns [65]. This possibility is a combination of the two main topics
considered in this review, viz., DWs and QP patterns.

The review is completed by Section 4, which summarizes basic results and briefly
outlines new possibilities in this area.

2. DW (Domain-Wall) Patterns
2.1. The Source Pattern Generated by the Single Complex GL Equation
2.1.1. The Generic Case

To produce approximate solutions to Equation (12), it is convenient to rewrite it in the
Madelung form (6), which yields the following system of equations for real amplitude A
and phase ¢:

A 5 O?A P dA I %

S =AA +8—7A<ax) — 2o bAﬁ, (24)
99,040 P9 5 PA (9
Aat*ZBxaerAa Aera bA Ix (25)

(recall that the coefficients of Equation (12) are subject to normalization conditions (13)).
As shown in Ref. [58], a stationary solution of the DW type, which represents a source
of PWs emitted in the directions of x — 4o, can be looked for assuming that the dis-
persion coefficients b and a are small, and the local amplitude, A(x), and wavenumber,
p(x) = o¢/0x, are slowly varying functions of x (the “nonlinear geometric-optics ap-
proximation”, alias the “eikonal approximation”). In the lowest order, all derivatives and
dispersion terms may be neglected in Equation (24), reducing it merely to A% ~ 1 — p?,
cf. Equation (4). Next, this approximation is substituted in Equation (25), with the phase
taken as follows:

o(x, t) = — (c + (- c)kz)t +/ p(x)dx, (26)
where it is assumed that the asymptotic values of the wavenumber are

p(x — +o0) = £k (27)
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(hence, the frequency in expression (26) is the same as in Equation (19)). Keeping the lowest-
order small terms with respect to the small dispersive coefficients and small derivative dp /dx
of the slowly varying local wavenumber leads to the following approximate equation:

1-3p*dp 2 2
= 0) (K~ p?). (28)

The DW solution to Equation (28) can be obtained in an implicit form, which yields x
as a function of p, satisfying the boundary conditions (27):

2In 1 ;Z +(1-31) ln% = 2k(b—o)(1- ). 29)

The solution can be easily cast in an explicit form under condition k? < 1:
p(x) = ktanh[(c — b)kx]. (30)

This form clearly demonstrates that the DW may be indeed construed as an emitter of
waves from the center, where p(x = 0) = 0, to x — =00, in agreement with Equation (28).
The explicit solutions, as well as the implicit ones (29), constitute a family parameterized
by free constant k.

In the real GL equation, with b = ¢ = 0, as well as in the case when the linear and
nonlinear dispersions exactly cancel each other, b = ¢, Equation (28) cannot produce a
stationary DW solution. As shown in Ref. [58], in that case, initial configurations in the
form resembling expression (30), i.e., a step-shaped profile of the local wavenumber, give
rise to nonstationary solutions, which may be approximated by means of characteristics
and caustics of a quasi-linear evolution equation for p(x, t).

2.1.2. Domain Walls as Shock Waves in the Diffusion-Free Complex GL Equation

The consideration of DWs should be performed differently in the special case of the
complex GL Equation (12) with a = 0, which does not include the diffusion term. Taking
into regard normalization (13), the respective equation takes the following form:

u (31)

(in fact, one can additionally rescale coordinate x here, to set b = =+1). This form of
the equation admits free motion of various modes [26,59]. In this case, the Madelung
substitution (6) leads, instead of the amplitude-phase Equations (24) and (25), to the
following system:

0A 3 0A 3¢ ¢

AT T e M ©2
a 5 A ap\?

Agp=—cA+bo5 —bA(S7 ) . (33)

Further, the lowest approximation of the nonlinear geometric optics, applied to Equa-
tion (32), yields
op
AP~ 1—bo". 34
3x (34)
The substitution of this in Equation (33) leads, after simple manipulations (including
the division by A and differentiation with respect to x, in order to replace d¢ /9t by dp/dt),

to the Burgers equation [59]:
W _ 9p
o = oz 2Py (35)
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The usual shock-wave solutions of Equation (35) give rise to a family of DWs with
two independent parameters, viz., wall thickness § > 0 and speed s, which may be positive
or negative:

p(x,t)z%—étanh(xgy>. (36)

The appearance of the second free parameter, s, in this solution corresponds to the
above-mentioned fact that Equation (31) admits free motion of patterns produced by this
variant of the complex GL equation.

2.2. DWs in Systems of Real Coupled GL Equations: Old and New Solutions
2.2.1. The Setting

The starting point of the analysis developed in Ref. [8] was a general expression for
the distribution of the complex order parameter in the 2D system (e.g., the amplitude of

the convective flow):
N

U(x,y;t) = Zul(x,y;t) exp(in;-R), (37)
=1
where R =(x, ). Equation (37) implies that the order-parameter field is a superposition of
N plane-wave modes (often called rolls, in the context of the convection theory) with wave
vectors n;, and u;(x, y) are slowly varying amplitudes of these modes. Stationary states
produced by the real GL equations may be looked for in the real form too as follows:

ur(x,y) = ri(x,y), arg(u) = 0. (38)

as the evolution of phases arg (1) is trivial in this case.

It is relevant to mention that patterns similar to the rolls (known under the same name)
are produced by the Lugiato-Lefever (LL) equation and its varieties. The basic LL equation
may be considered the NLS equation for amplitude u(x, t) of the optical field in a laser
cavity, which includes the linear-loss coefficient, v > 0, a real cavity-mismatch parameter,
6 = 0, and a constant pump field, u [66]:

2
g—l::f'yujLuOJri(\u\zf(?)quigT];. (39)

Roll patterns were studied in detail in various forms of LL models [67-69]. DWs also
occur in these systems [70,71].

As is illustrated by Figure 2a, the simplest possibility of the realization of patterns
represented by Equation (37) is the superposition of N = 2 modes, each one filling, essen-
tially, a half-plane bounded by the DW. In this case, real amplitudes 71 ; are slowly varying
functions of only one coordinate, x, directed perpendicular to the DW. The respective
boundary conditions (b.c.) are as follows:

r1(x = —o0) = ry(x — +o00) = const # 0,
r1(x — +00) = ra(x — —o0) = 0. (40)
The scaled form of stationary (time-independent) coupled real GL equations for slowly

varying amplitudes r1(x) and 7,(x), corresponding to the bimodal DW configuration
defined as per Figure 2a and Equation (40), is [8] (see also Refs. [13,46]):

d27’1 2 2
Digg +n1 (1 —2- Grz) 0, 1)

dzrz 2 2
Dzﬁ-i-rz(l—rz—Grl) _— 42)
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v

Here, the effective diffusion coefficients are
D1.2 = COS2 91,2 (43)

(see Figure 2a), and G > 0 is an effective coefficient of the cross-interaction between
different plane waves, while the self-interaction coefficient is scaled to be 1.
The symmetric configuration corresponds to Figure 2a with the following:

01 = —06y, (44)

which implies D; = D, = D, according to Equation (43). Naturally, the symmetric case
plays an important role in the analysis, as shown below.
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Figure 2. The scheme of the formation of the DW (domain wall) between two-dimensional patterns in the Rayleigh-Bénard

convection and similar settings. (a) The DW between plane waves (rolls) with wave vectors oriented under angles 6; and 6,
with respect to the x axis, see Equation (37). The respective amplitudes r1 5 (x) satisfy Equations (41) and (42) and are subject
to b.c. (40). The position of the DW is shown by the vertical dashed line. An example of the DW profile is displayed below
in Figure 3a. (b) The same as in (a) for the DW between hexagons (the triple-mode pattern) and single-mode rolls. Figure is
reprinted with permissions from Ref. [8].

It is relevant to mention that coupled Equations (41) and (42) may be considered
as formal equations of motion for a mechanical system with two degrees of freedom,
while x plays the role of formal time. This system keeps a constant value of its (formal)
Hamiltonian,

1

h=s %

j=12

dri\? 1 G
Nl 2 14|l _Goo
DJ(dx) +7; zr} 2”1"2' (45)

DW solutions can be readily found as numerical solutions of coupled Equations (41) and
(42), subject to b.c. (40). A characteristic example of the solution is displayed in Figure 3a. In
fact, the existence of the DWs in the framework of Equations (41) and (42) may be understood
as the immiscibility of the modes whose amplitudes are produced by these equations. The
general condition for the immiscibility, written in the present notation, is well known:

G>1, (46)

i.e., the strength of the mutual repulsion of the two components must exceed the strength
of their self-repulsion [72].

Hexagonal states in the Rayleigh-Bénard convection are produced by a superposition
of three plane waves, with angles 120° between their wave vectors. Such patterns are
stable if, in addition to the cubic inter-mode interaction in Equations (41) and (42), the
respective system of three GL equations for local amplitudes r; 5 3(x) includes resonant
quadratic terms:

D 1= - 6(B+A)] s =0 “)
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plus two complementing equations obtained from Equation (47) by cyclic permutations
of subscripts (1,2,3), where v is a coefficient of the resonant interaction. In the theory of
the thermal convection, the quadratic terms represent the effects beyond the framework
of the basic Boussinesq approximation [73,74]. The numerical solution of Equation (47)
produces DWs connecting single-mode rolls and the hexagonal pattern [8], see an illus-
tration in Figure 2b and the corresponding pattern displayed in Figure 3b. It was also
demonstrated that DWs are possible between two bimodal (square-shaped) patterns, each
one composed of two plane waves with perpendicular orientations. In that case, the DW
appears as a boundary between two half planes filled by square patterns with different
orientations [8,65]; see further details below in Equations (125)—(128) and Figure 9. Further,
in Ref. [75], a spatially inhomogeneous model in which the cross-interaction coefficient is a
function of the coordinate G = G(x) was introduced, making it possible to construct stable
DWs between the single- and bimodal patterns.

X |
@) (b)

Figure 3. (a) A typical profile of the DW between different plane-wave (roll) families. (b) The
structure of the DW between the plane-wave and hexagonal patterns (in this panel, k; ; 3 are identical
to n; in Equation (37)). Figure is reprinted with permissions from Ref. [8].

2.2.2. Original Analytical Results

An analytically tractable case is the symmetric one, with D; = D, = D, and
0<G-1x1 (48)

(recall that G > 1 is a necessary condition for the existence of DWs). The analysis makes
it possible to reduce the coupled GL equations to an effective sine-Gordon equation for a
slowly varying inter-component phase x(x), and thus produce an approximate analytical
DW solution with a large width of the transient layer, L ~ (G — 1) 28]

e S

In the particular case of

G=3, (50)

the symmetric version of Equations (41) and (42) admits an exact DW solution [8]:
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r(x) | 1 1—tanh(x/v2D -
{ r2(x) }75 1+ tanh(x/v2D ’ G

which is obviously compatible with b.c. (40).

2.2.3. New Analytical Results
Symmetric DWs

Precisely the same real time-independent equations as Equations (41) and (42) appear
in nonlinear optics as a stationary version of coupled NLS equations in bimodal waveg-
uides, with r{ and r; being the local amplitudes of electromagnetic waves carrying different
wavelengths or different polarizations of light [76]. In the latter case, typical values of G are
2/3 or 2 for the linear or circular polarizations of the light, respectively. Other values are
possible too, in photonic-crystal waveguides [77]. Similarly, the stationary real equations
naturally appear as the time-independent version of coupled Gross-Pitaevskii equations
for mean-field wave functions of binary BECs in ultracold atomic gases [78].

Thus, the same solutions considered here may represent optical DWs [56], as well as
DWs separating two immiscible species in the BEC [57]. Further, the coupled equations
in optics and BEC models may also include linear mixing between the interacting modes.
In particular, this effect is produced by a twist applied to the bulk optical waveguide. A
similar effect in binary BEC, viz., mutual inter-conversion of two atomic states, which
form the binary BEC, may be induced by the resonant radio-frequency field [79]. The
respectively modified symmetric system of Equations (41) and (42) is

2

D—t‘ii; +r (l — r% — Gr%) +Ar, = 0, (52)
2

D% +n(1-B-GR)+an = o, (53)

where real A is the linear-coupling coefficient. In fact, Equations (52) and (53) apply to the
Rayleigh-Bénard convection too, in the case when periodic corrugation of the bottom of
the convection cell, with amplitude ~ A and wave vector n; + n; (see Equation (37)), gives
rise to the effect of the linear cross-gain. It is used in many laser setups that are similar to
thermal convection [80,81].

The system of Equations (52) and (53) with G = 3 admits an exact DW solution, which
is an extension of its counterpart (51):

{ r(x) } 1 V1+A—+v1—Atanh \/%x

r2(x) - 2 V14 A++/1— Atanh \/%x . o9
Due to the action of the linear mixing, b.c. (40) is replaced by the following one:
r1(x = —00) = ry(x = +00) = %(er m>,
r1(x = 400) = rp(x — —c0) :%(W—ﬂ). (55)

The exact solution given by Equations (52)-(55) was not reported in previous publica-
tions.

The Effect of the Confining Potential

The above-mentioned realization of the coupled real GL equations in terms of the
binary BEC should include, in the general case, a trapping harmonic-oscillator (HO)
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potential, which is normally used in the experiment [78]. The accordingly modified system
of Equations (52) and (53) is

2
D% +r1(1-R3—G) +an = %xzrl, (56)
P2r N2,
Dd— + 1 (1 N Gr1> +Arp = 73( 12, (57)

where 82 is the strength of the OH potential. DW solutions of the system of Equations (56)
and (57) were addressed in Ref. [82]. A rigorous mathematical framework for the analysis
of such solutions in the absence of the linear coupling (A = 0) was elaborated in Ref. [83].
If the HO trap is weak enough, viz., N> < 4/(1 — A), the DW trapped in the OH
potential takes nearly constant values that are close to those in Equation (55) in the region

of
2D/(1— M) < x* < 8D/N2, (58)

At x2 — oo, solutions generated by Equations (56) and (57) decay similar to eigenfunc-
tions of the HO potential in quantum mechanics, viz.,

N
T ~ X B <—7 2>/ 59
12 01.2|x|" exp 272D (59)
1+A 1
_ L 60
P V2D 2 ©0)

where 01, are constants. In the case of A = 0, the asymptotic tails (59) follow the structure of
solution (51), i.e., 01(x — +00) = go(x — —o0) = 0 and 01 (x — —o0) = g2(x — +00) # 0.
On the other hand, the presence of the linear mixing, A # 0, makes the tail symmetric
with respect to the two components, 01 (|x| — ) = 02(|x| — o) # 0. Note that § = 0in
Equation (60) with A = 0is tantamount to the case when values of X and D in Equations (56)
and (57) correspond to the ground state of the HO potential.

Exact Asymmetric DWs

Another possibility to add a new analytical solution for DWs appears in the limit case
of the extreme asymmetry in the system of Equations (41) and (42), which corresponds to
Dy =0and Dy =D > 0, i.e., the DW between two roll families one of which has the wave
vector perpendicular to the x axis (see Equation (43)):

Dd— +r1( Gr2> - 61)

r2(1 - Gr1> =0. (62)

In fact, the form of Equation (62), in which the second derivative drops out, corre-
sponds to the well-known Thomas-Fermi approximation (TF) in the BEC theory. In the
framework of the TF approximation, the kinetic-energy term in the Gross—Pitaevskii equa-
tion is neglected, in comparison with larger ones, representing a trapping potential and
the (self-repulsive) nonlinearity [78]. In the present case, corresponding to 6, = 90°, i.e.,
D, = 0 in Equation (43), is not an approximation but the exact special case. As concerns
the application of Equations (41) and (42) to BEC, with the kinetic energy coefficients
Dyp = "2/ (2my) in physical units, where m; , are atomic masses of the two components
of the heteronuclear binary condensate, Equations (61) and (62) correspond to a semi-TF
approximation, representing a mixture of light (small ;) and heavy (large m,) atoms, e.g.,
a "Li-%"Rb diatomic gas [84].

Obviously, Equation (62) yields two solutions, viz., either

=0, (63)
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or the one featuring the quasi-TF relation,
202 — 2
ry(x) =1— Gri(x). (64)

In the former case, Equation (61) with r, = 0 yields a solution in the form of the usual
dark soliton, while in the latter case, the substitution of expression (64) in Equation (61)
produces a bright soliton solution. These solutions may be “dovetailed” at a stitch point,

x_xo—@ln<£fi>, (65)

which is defined by condition 72(x) = 1/G (see Equation (64). The global form of the
solution, which complies with b.c. (40), is

— tanh x/\/2D>, at —oo < x < xp,

r(x) = (66)
1) 1/%Hsech \/%(xfé)},atxo<x<+oo,

0, at —oo < x < xq, 67

r2(x) 1-Gr3(x),atxg < x < +00 ©7

(in the context of BEC, a similar solution was reported in Ref. [85]).
Finally, the virtual center of bright-soliton segment of r; (x) is located at

B D 2G G-1
xg:xo_\/c—lln<\/c+l+\/c+1> (68)

(the exact solution (66) makes use of the “tail" of the bright soliton in the region of x > xo,
which does not include the central point, x = ¢). The distance xy — ¢, determined by
Equation (68), defines the effective width of the strongly asymmetric DW. Note that, as
seen in Equations (65) and (66), this exact solution exists under the condition of G > 1,
which is the above-mentioned immiscibility condition.

It is easy to check that expression (66) satisfies the continuity conditions for r1(x)
and dry/dx at x = xp, and expression (67) provides the continuity of r,(x) at the same
point. The continuity of dr,/dt at x = x is not required, as Equation (62) does not include
derivatives. A typical example of the exact solution is displayed for D = 1and G = 2in
Figure 4.

Figure 4. An example of the asymmetric DW, as given by Equations (65)—(68), for D = 1 and G = 2
(here, u; and u, stand for r; and r; in the analytical solution). Note that the coordinate of the stitch
point is, in this case, xg &~ —1.25 as per Equation (65), and the “virtual center” of the bright-soliton
segment of uq (x) is located at ¢ ~ —1.80 as per Equation (68).
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A remarkable fact is that, unlike the above-mentioned exact solutions (51) and (54),
which exist solely at G = 3 (see Equation (50)), the one given by Equations (65)—(68) exists
as a generic one for all values of G > 1.

2.2.4. DW-Bright-Soliton Complexes
An Exact Solution for the Composite State

The DW formed by two immiscible PWs may serve as an effective potential for
trapping an additional PW mode. To address this possibility, it is relevant to consider
the symmetric configuration, with Dy = D, = D (see Equation (43)), and wave vector k;
of the additional PW mode, v(x), directed along the bisectrix of the angle between the
DW-forming wave vectors k; and ky, i.e., along axis x (hence, Equation (43) yields D, = 1).
The corresponding system of three coupled stationary real GL equations is

dZ
DWM; +u(1-u}-Gg—go?) = 0, (69)
dZ
DFL;Z +ur(1- 13— Gul - go?) = 0, (70)
d2
d—;+<lfv3fg(u%+u%))v=0, (71)

where ¢ > 0 is the constant of the nonlinear interaction between components 1, and v.
The system of Equations (69)—(71) admits the following exact solution in the form of
the DW of components 11 5 (x) coupled to a bright-soliton profile of v(x):

{ui =3 it ) o

v(x) = \/Zf%gsech<\/gflx>. (73)

This solution is valid under the condition that coefficients G and D in Equations (69)
and (70) take the following particular values:

G =3—8g+6¢%, (74)

D- %(3g “1). (75)

As it follows from Equation (73), this solution contains free parameter g, which may
vary in a narrow interval as follows:

1<g<4/3 (76)

(see also Equation (82) below). According to Equations (74) and (75), the interval (76)
corresponds to coefficients G and D varying in intervals

1<G<31<D<3/2. (77)

Thus, adding the v component lifts the degeneracy of the exact DW solution (51),
which exists solely at G = 3.

Recall that in the model of convection patterns, D cannot take values D > 1, which
disagrees with Equation (77). However, values D > 1 are relevant for systems of Gross—
Pitaevskii equations for the heteronuclear three-component BEC. In the latter case, D is
the ratio of atomic masses of the different species which form the triple immiscible BEC.
Similarly, D is the ratio of values of the normal group-velocity dispersion of copropagating
waves in the temporal-domain realization of the real GL equations in nonlinear fiber
optics [56]. In the latter case, values D > 1 are relevant too.
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An example of the DW-bright-soliton complex is displayed in Figure 5 for g = 7/6. In
this case Equations (74) and (75) yield G = 11/6 and D = 5/4 (according to Equations (74)
and (43)).

0.8

> 0.6

N

0.4

0.2

0
-10 -5 0 5 10
X

Figure 5. An example of the exact solution for the DW-bright-soliton complex, given by Equa-
tions (72) and (73), for g =7/6,G = 11/6,and D = 5/4.

The Bifurcation of the Creation of the Composite State in the General Case

If relation (74) is not imposed on the interaction coefficients ¢ and G, the solution for
the composite state cannot be found in an exact form. Nevertheless, it is possible to identify
bifurcation points at which component v with an infinitesimal amplitude appears. To this
end, Equation (71) should be used in the form linearized with respect to v as follows:

%+{1fg[u%(x)+u§(x)”v=0. (78)

This linear equation can be exactly solved for u1(x) = uy(x) given by expression (51)
in the case of G = 3, while parameters D and g may take arbitrary values. Indeed, using the
commonly known solution for the Péschl-Teller potential in quantum mechanics, it is easy
to find that Equation (78), with the effective potential corresponding to expression (51),
gives rise to eigenmodes in the following form:

o

v(x) = const - [sech (x/\/ ZD)} , (79)

at a special value of the interaction coefficient, which identifies the bifurcation producing
the composite state:

Qo= D1 (1 12D F VI ZD), (80)

the respective value of power & in expression (79) being the following:

a:\/2(1+D:Fm>. @1)

The values given by Equations (80) and (81) with the top sign from F correspond to
the bifurcation, creating a fundamental composite state (the ground state, in terms of the
quantum mechanical analog) at ¢ > g, while the bottom sign represents a higher-order
bifurcation (alias, the second excited state, in the language of quantum mechanics; the first
excited state, which is not considered here, is a spatially odd mode). While it is obvious
that the fundamental bifurcation provides a stable composite state, it is plausible that the
ones produced by higher-order bifurcations are unstable.
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Lastly, varying coefficient D of the modes forming the underlying DW between D = 0
and D = oo (recall that the convection model corresponds to D < 1, while the realizations
in BEC and optics admit D > 1). Equation (80) demonstrates monotonous variation of the
bifurcation point in interval

goif(D =0) =1 < gpir < 2 = gpig(D — 00). (82)

It extends interval (76) in which exact composite states with a finite amplitude were
found above, see Equations (72)—(75).

2.3. Domain Walls between Traveling Waves
2.3.1. The Setting

An essential extension of the above results for DWs, produced by coupled Equa-
tions (41) and (42), was reported in Ref. [86], which addressed a system of coupled GL
equations for counter-propagating traveling waves, such as those occurring in binary-fluid
convection [60-63,87]. The system is composed of two equations of type (12) (subject to
normalization (13)), coupled by complex cubic terms with coefficients G and H:

ou ou . 0%u ) .
T;+sa—; = u1+(1+zb)ﬁf (14ic)|uy[Puy — (G + iH) |uz|*uy, (83)
ou ou . 0%u . .
—atz - s—ax1 uy + (1+ zb)—axz2 — (1 +ic)|uPuy — (G + iH)|uy [Puy, (84)

where —s and +s are group velocities of the counter-propagating waves, 11 and u, (real
coefficient H represents the cross-phase modulation (XPM), in terms of optics [76]). A
natural approach to constructing DW solutions of the system of Equations (83) and (84)
is to use the lowest approximation, which neglects imaginary parts of coefficients in the
equations, but keeps the group-velocity terms. In this approximation, the order parameters
are real, 11 5(x) = r12(x) obeying the time-independent version of Equations (83) and (84):

d}’l _ d2r1 2 2

5 = g tn(1-A-cd) 5
di‘z _ dzrz 2 2

e = aotr(i-h-oh). 86)

Note that, unlike similar Equations (41) and (42), Equations (85) and (86) cannot be
derived from a formal Hamiltonian, cf. Equation (45).

2.3.2. A (New) Exact Analytical Solution

To illustrate the structure of the DW state in this approximation, it is relevant to
produce a particular exact solution of the system of Equations (85) and (86), cf. the above-
mentioned solution (51):

{ r(x) } 1| 1—tanh((vV8+s2+s)(x/4 @
n(x) [ 2) 1+tanh((VBFZ+s)(x/4) [

This solution (which was not reported in earlier studies) exists if the following relation
holds between the cross-interaction coefficient G and group velocity v:

G73:s(\/8+52+s>, (88)

or, inversely,
s = _G-3 (89)

V2(G+1)
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cf. Equation (50). It follows from the form of solution (87) and Equations (88) and (89) that
sgn(s) = sgn(G —3), (90)

i.e., the exact solution represents a sink of traveling waves (s > 0) for G > 3, and a source
(s < 0) for G < 3. Note that the solution of the latter type exists even in the case of
G < 1, when the two components are miscible, cf. Equation (46). In this case, the mixing is
prevented by the opposite group velocities, which pull the components apart.

2.3.3. The Sink or Source Coupled to a Bright Soliton in an Additional Component

It is possible to consider a system including the counterpropagating traveling waves
coupled to an additional standing one. This is a natural counterpart of the three-component
system based on Equations (69)—(71). The traveling waves, which can trap the additional
standing one, v(x), are described by the following generalization of Equations (85) and (86):

du;  dPuy 2 2 2

+e - = WJrul(lfulquzfgv ), 1)
dup  dPup 2 2 2

B P +up (1 —u5 — Guj — gu ), (92)

while the equation for the standing component is

e+ (1= () =o .

cf. Equation (71). An exact solution of Equations (91)-(93) can be found for free parameters
gands:

upp(x) = % (l F tanh(@x)), (94)

v(x) = \/@sech(\/px), (95)

G—-3 = 2g(3g—4)+4s\/g—1, (96)
: ©7)

s
—+-(8g—1),
2/g=1 2%~
cf. Equations (72)—(75). As it is seen from Equation (96), the interaction with the soliton-
shaped standing wave shifts the boundary between the sink and source of the traveling
waves off the above-mentioned point, G = 3.

3. Two- and Three-Dimensional Quasiperiodic Patterns

Quasicrystals, as stable 3D ordered states of metallic alloys, whose atomic lattice
is spatially quasiperiodic (QP), were discovered by D. Shechtman et al. [88]. For this
discovery, Shechtman was awarded with the Nobel Prize in chemistry (2011). Then, a 2D
quasicrystalline structure was also experimentally demonstrated in alloys [89]. The work
on this topic remains very active in diverse branches of condensed-matter physics [90-94],
as well as in other physical systems, which offer a natural realization of QP patterns, such
as dissipative structures [95], photonics [96-99] and phononics [100].

The objective of this section is to summarize the results for stable 2D and 3D patterns
with the quasicrystalline structure that were predicted as stable non-equilibrium dynamical
structures (rather than equilibrium states of matter) in nonlinear dissipative media.
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3.1. 2D Octagonal (Eight-Mode) and Decagonal (Ten-Mode) Quasicrystals

Following Ref. [9], generic 2D patterns of a real order parameter, such as one repre-
senting the convection flow, are defined by means of complex amplitudes r; of PWs which
build them, cf. Equation (37):

U(x,y,t) Zul exp(in;-R), (98)

where the set of 2N vectors n; is a star with angles 77/ N between adjacent ones. Note that
the vectors satisfy the following relation:

n,Ny=-n,forl=12,...,N. (99)
Amplitudes u;(t) are, generally speaking, complex variables,

up(t) = Aj(t) exp(igy(t)) (100)

(cf. Equation (6)), subject to constraint u; | 5 = u;, which, along with Equation (99), proves
that the order-parameter distribution (98) is real.

For the lowest-order quasi-crystalline patterns, such as those corresponding to N = 4
(octagonal) and N = 5 (decagonal) ones, the phase evolution is trivial, making it possible
to disregard ¢; in Equation (100). The resulting system of evolution equations for the real
amplitudes, including the usual linear gain, 9 > 0, and cubic loss (cf. Equation (1)), is

dA, N ) oL
T (’Yo =Y TinAy A= Y (101)

m=1

where T;_,, > 0 are coefficients of the cubic lossy nonlinearity, subject to normalization
Ty = 1, and the Lyapunov function is

L= Z A+ Z . 21 Ty, A?AZ, (102)
m

cf. Equations (2) and (3). Detailed analysis of the results, produced with the help of
Equation (101), is presented in Ref. [9]); see also some preliminary results in Refs. [101,102].

Spatially quasiperiodic patterns of the octagonal (N = 4) and decagonal (N = 5)
types are displayed, respectively, in Figures 6a and 7a. It is seen that they are built as
compositions of rhombuses of different shapes, and the presence of the overall octagonal
or pentagonal structure is evident.

Solutions of Equation (101) for N = 4 depend on two independent nonlinearity
coefficients, Ty = T3 and T5. In this case, there are four distinct stationary solutions which
have their stability areas: rolls, with

=V7,4234=0; (103)
a square lattice, with
Az =1/10/(1+T2), Ara =0 (104)

an anisotropic rectangular lattice, with the aspect ratio tan(7r/8) = v/2 — 1 a2 0.414, ampli-
tudes

Ap = /7v0/(1+T1),A34=0; (105)

and the octagonal quasicrystal, with

A1234 = \/70/(1+2T1 + Tp). (106)
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Figure 6. (a) The shape of the octagonal quasiperiodic pattern, reprinted with permissions from Ref. [103]. (b) The stability
chart for patterns composed of four amplitudes, A5 3 4, in the plane of nonlinearity coefficients, T and T, of Equation (101),
reprinted with permissions from Ref. [9]. Stability areas of the rolls (103), squares (104), rectangles (105), and octagonal
quasicrystal (106) are denoted by encircled numbers 1, 2, 3, and 4, respectively.

(a) (b)

Figure 7. (a) The shape of the decagonal quasiperiodic pattern, reprinted with permissions from Ref. [103]. (b) The stability
chart for patterns composed of five amplitudes, Aj 5345, in the plane of nonlinearity coefficients, T; and Ty, of the respective
system of equations (101), reprinted with permissions from Ref. [9]. Stability areas of the rolls (107), rectangles (108)
and (109), decagonal quasicrystal (110), and semi-periodic states (111) and (112) are denoted by encircled numbers 1, 2, 3, 4,
5, and 6, respectively. Constants w; and w,, marked in panel (b), are defined by Equation (113).
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In addition to that, Equation (101) also has a stationary semi-periodic solution, which
is quasiperiodic in direction n; and periodic along ny, with A; = A, # 0, A3 # 0, and
A4 = 0. However, the latter solution is completely unstable.

The full stability chart for stationary solutions (103)-(106) can be readily found in an
analytical form. It is displayed in Figure 6b.

For N = 5, the solutions of Equation (101) also depend on two independent nonlin-
earity coefficients, T; = Ty and T, = T3. These equations produce six different species of
stable stationary patterns. These are rolls, with

A1 = /70, A2345 = 0; (107)

two different species of rectangular lattices,

Aip Y0/ (1+T1),A345 =0, (108)

A1z = \/7/(1+T2), A5 =0; (109)

the decagonal quasicrystal,

A12345 = \/70/ (1 +2T1 +2T>); (110)

and two species of semi-periodic patterns, that are quasiperiodic in one direction and
periodic in the other:

1-—T 1+ T, —2T;
Ay = Yol 1)2,A2 _ (4T 2]),A4,5 _o, (a11)
1+ T, — 2T 14T, 2T
1-T 1+ T, — 2T
Y B TRy AL L et e
14T, —2T2 14T, —2T2
In addition to that, there is another semi-periodic solution, with A; = Ay # 0,

Az = Ag #0,and As = 0, but it is completely unstable.
The full stability chart for this set of solutions was also found in an analytical form, as
shown in Figure 7b. In this figure, the constants are

V5—1

w) = 0 ~ 0.618,wy = w1 + 1. (113)

Note that, unlike the situation for the octagonal setting (N = 4) displayed in Figure 6b,
the stability areas for the decagonal (N = 5) quasicrystal (110) and periodic patterns (108),
(109) are not adjacent to each other in Figure 7b, being separated by regions of stable semi-
periodic states (111) and (112) (recall that all semi-periodic states are unstable in the case of
N =4).

It is relevant to mention that if higher-order nonlinear terms are added to the system
of Equations (101), the sharp boundaries between stability areas of different patterns in
Figures 6b and 7b may be modified. In particular, there may appear narrow strips of
bistability (which is impossible in the framework of Equation (101)), as well as strips
populated by more complex patterns, instead of the sharp lines [9].

3.2. Dodecagonal Quasicrystals (N = 6)

In the case of the twelve-mode patterns, corresponding to N = 6 in Equation (101),
quadratic nonlinearity, with coefficient v > 0, should be included too, as the corresponding
set of six wave vectors contains two resonant triads that may be naturally coupled by the
quadratic terms (cf. Equation (47)):

n;+ns+ng=ny+ng+nyp=0 (114)
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(recall that only six wave vectors are actually different, according to Equation (99)). In this
case, the dynamics of phases of the complex amplitudes (6) cannot be disregarded, giving
rise to phason modes [104-106]. Accordingly, Equation (101) is replaced by a coupled
system of evolution equations for the real amplitudes and phases [9]:

dA N
= (’Yo -y Tz_mA%n) Ap+ VA 4Au 48 c0s Dy, (115)
m=1
A AL AL sind, (116)
D = @1+ Qria+ Pryss (117)

with ¢; = ¢;_1p for 1 > 12.

These equations give rise to the following stationary solutions for the dodecagonal
quasicrystals, with equal values of real amplitudes A;, and coinciding values of ®; for both
resonantly coupled triads (114):

cosd; = £1, (118)
Ap=£(2Qo)"" (vi V2 +470Qo>, (119)
Qo =1+2T1 + 2T, + Ts. (120)

The analysis of the stability of these solutions in the framework of Equations (115)-(117)
demonstrates that they may be stable only under conditions Qg > 0 (see Equation (120)) and
the following one:

Q=1+T-T1—T > 0. (121)

If these conditions hold, the amplitude of stable quasicrystals exceeds a minimum value,
Ay > Amin = (1/2) max{v/Qo, v/Qs}. (122)

Further, there is no stability constraint for the largest value of the amplitude, provided
that the following combinations of the nonlinearity coefficients are positive:

Qp=1-Th£(Thi —T3) > 0. (123)
Otherwise, the stability imposes the following limit on the amplitude:
A < Amax = min{—v/Q1, —v/Q»} (124)

(if only one combination Q; or Q; is negative, then only this one determines the upper
limit for the stability, as per Equation (124)).

The existence and stability results for the amplitude of the dodecagonal quasicrystals
is summarized in Figure 8b. Note that in the presence of the resonant interaction mediated
by the quadratic term in Equation (115), the solution appears as a subcritical [107] one,
with a finite value of the amplitude at g < 0, i.e., when this coefficient represents linear
loss rather than gain.
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(@ (b)

Figure 8. (a) The shape of the dodecagonal quasiperiodic pattern, reprinted with permissions from Ref. [103]. (b) The
pattern’s amplitude, given by Equation (119) vs. the strength of the linear gain (¢ > 0) or loss (79 < 0), reprinted with
permissions from Ref. [9]. Stable and unstable solutions are represented, respectively, by bold and thin lines. Branches 1, 2
and 3 pertain, respectively, to the solutions with cos ®; = 41 and —1 in Equation (118). Parameters Qg, Amin, and Amax are
defined as per Equations (120), (122) and (124), respectively.

3.3. A Quasicrystalline Layer between Orthogonally Oriented Square-Lattice Patterns

While, as shown in Figure 6b, square-lattice and octagonal quasiperiodic patterns
cannot coexist as stable ones in the system with N = 4, it was demonstrated in Ref. [65]
that a sufficiently broad stripe filled by an effectively stable nearly-octagonal quasiperiodic
pattern may be realized as a transient layer between stable square-lattice patterns mutually
oriented under the angle of 45°, as schematically shown in Figure 9a. For this configuration
(which naturally combines the two main topics of the present review, viz., the DWs and
QP patterns), one may naturally adopt equal amplitudes corresponding to wave vectors ks
and ky:

As(x) = Ag(x) = A(x), (125)

while amplitudes B; and B, related to k; and k; are different, the effective diffusion
coefficient for the latter one being zero, as per Equation (43). The corresponding system of
stationary real GL equations, naturally extending Equations (52), (53), (61), (62) and (101),
takes the following form:

142A

3 2 2 2 _
sz TA—A —<T131+T132+T2A )Afo, (126)
42B,
2 +Bi-B - (2T1A2 + T2B§) By =0, (127)
By— B3 — <2T1A2 + TZB%) B, =0, (128)

where, like in Equation (101), T; and T; are coefficients of the cross-interaction between the
PW modes with angles, respectively, 45° and 90° between their wave vectors. According to
Figure 6b, the stability conditions for the spatially uniform square-lattice and octagonal
quasicrystalline patterns are, respectively, the following:

T
T

LT >Th+1/2, (129)

<
< LT <Th+1/2 (130)
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Accordingly, to secure the stability of the background square lattices and a possibility
to have a broad transient layer between mutually rotated ones, which is filled by the
effectively stable nearly-octagonal pattern, it is relevant to choose parameters belonging
to the stability area (129), with values close to the stability boundary, T; = T, +1/2. An
appropriate choice is the following:

Tl,Z =1- M1, 0< Hip K 1, (131)

with m = 2u1/pp < 1. (132)

Similar to what is considered above in Equations (63) and (64), Equation (128) obvi-
ously splits in two options, B, = 0 or the following one:

B3 +2MA% + B2 = 1. (133)

In either case, Equations (126) and (127) simplify accordingly. The solutions corre-
sponding to B, = 0 or to Equation (133) must be “dovetailed” at a stitch point, x = x, cf.
Equation (65). An example of the so obtained solutions for amplitudes A(x) and By »(x) is
displayed in Figure 9b.

K1

s ‘ . i . .

@) (b)

Figure 9. (a) The scheme for building a broad stripe of the octagonal quasicrystalline state as a transient layer between
semi-infinite domains filled by square-lattice patterns, mutually rotated by 45°. (b) An example of the corresponding
solution for amplitudes A(x) and By »(x). Parts of the solution corresponding to Equation (133) or to B, = 0 are connected

at the stitch point x = x(. Reprinted with permissions from Ref. [65].

3.4. Three-Dimensional Quasicrystals

A setting which makes it possible to predict a stable quasiperiodic pattern based on
a set of four PW modes in the 3D space was put forward in Ref. [64]. It originates from
the model of a lasing cavity, based on the standard system of coupled Maxwell-Bloch
equations. The evolutional variable in this system is time, while the spatial structure is
strongly anisotropic, as the field (Maxwell’s) equation in the system contains only the first
derivative, d/0dz, with respect to the longitudinal coordinate, z, and the usual paraxial-
diffraction operator, i(a,% + 85) , acting on the transverse coordinates, (x,y). As a result, at
the lasing threshold components of 3D wave vectors carrying the PW modes,

K = (I k), k= (ke k), (134)
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S (b)

satisfy the following dispersion relation, which couples them to the wave’s frequency () as
follows:
Q=K +k. (135)

Eventually, above the lasing threshold the cubic nonlinearity of the Maxwell-Bloch
system may produce a resonant quartet of 3D wave vectors, coupled by the following
condition:

K; + K; = K3 + K. (136)

For comparison, in the 2D space the same relation (136), taken close to the threshold,
i.e., for nearly equal length of the wave vectors, would imply that the four vectors form a
rhombus, and the cubic interaction between the corresponding amplitudes, 11 7 3 4, would be
represented by usual nonresonant nonlinear terms, essentially the same as in Equation (101),
with A; replaced by u; and A2, A, replaced by the XPM terms, |uy, |2u;. However, in the 3D
setting, the resonance condition (136), combined with the dispersion relation (135), leads to
a nontrivial possibility to add four-wave-mixing (FWM) cubic terms to the XPM ones, see
below.

Substituting expression (134) for the 3D wave vector in Equations (136) and (135) leads
to the following elementary exercise in planar geometry: find two pairs of 2D vectors,
(kq, ko) and (ks, ky), satisfying the following conditions:

ki +lko=ks+ky K+i3=K+K. (137)

An obvious solution of this exercise is plotted in Figure 10a.

(a) (b)

Figure 10. (a) A set of four two-dimensional vectors k; 5 3 4 which solves equations (137). Here, A and B are two arbitrary

points belonging to the circumference of arbitrary radius R, and 2 < R is an arbitrary value of coordinate x. (b) An

example of the three-dimensional quasiperiodic pattern, projected onto the (x,y) plane. Shown are contour plots of the

corresponding distribution of the order parameter, Re [Z?:l 1 cos(k; - R) |, where u; are the complex amplitudes given by
Equations (141)-(143). In this case, the phases are ¢1 = 71, 9o = —71/2, 93 = 71/7, while ¢4 is determined by Equation (142).
The angle between vectors k; — ky and k3 — kg is 77/5. Figure is reprinted with permissions from Ref. [64].
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Once a resonantly coupled quartet of four wave vectors is chosen, the respective
system of evolution equations for the corresponding complex amplitudes is [64]

du

Ttl = ou1 — <”1|2 +2 2“1|2> i — 2uzusiy,
I#1

duz

ol Youn — <u2|2 +2 Zu,|2> Uy — 2uiuziy,
I#2

(138)

dug 2 2 *

T = vous— | fus|"+2 Y lwg|* ) us — 2uyuuj,
1£3

du

074 = Youy — <u4|2 +2 Zu,|2> g — 2uqUpu3.
I#4

In these equations, 9 > 0 is the linear gain, as above, and the last terms represent
the four-wave-mixing (FWM) effect. Particular values of coefficients in front of nonlinear
terms are standard ones which correspond to the XPM and FWM interactions in non-
linear optics [17], unlike general values of coefficients T;_,, in Equation (101). Similar
to Equation (101), the system of Equations (138) admits the presentation in the form of
du;/dt = —dL/ au;‘, with the Lyapunov function

1 *
L=—v Z:|u;|2 + 3 E\ul|4 +2) \ul|2|um|2 + 4Re(uyupuiuy). (139)
! 1 I>m

Further analysis performed in Ref. [64] has produced two stable stationary solutions
of Equation (138). First, this is a simple single-mode state (rolls), with

1 = 0, 34 = 0. (140)

Next, dodecagonal quasicrystals with equal absolute values of all the four amplitudes
are looked for as follows:
uw = Aexp(ipr), (141)

where the phases are locked so that
P1+@2— @3 — Qs =T, (142)

and the squared absolute value of the amplitudes is
|, * = 70/5, (143)

cf. the rolls solution (140). Note that values of the Lyapunov function (139) for the rolls and
3D quasicrystal are as follows:

Lions = _73/21 Lquasicryst = _2')%/51 (144)

Hence, the rolls represent the ground state of the system, while the quasicrystal is a
metastable state, as its value of L is slightly higher.

An example of the shape of the 3D quasiperiodic solution is displayed, in the projection
onto plane (x,y), in Figure 10b. Additional examples can be found in Ref. [64].

Besides these solutions, Equations (138) give rise to another quasiperiodic state, with
@1+ ¢2— @3 — @y =0and |ul|2 = 70/9 (cf. Equations (142) and (143)), but it is unstable.
Two-mode solutions, e.g., ones with |u; » |2 = 70/3,u34 = 0, also exist but are unstable [64].
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4. Conclusions

The aim of this paper is to present a concise overview of two important topics in
the theory of pattern formation in nonlinear dissipative media, viz., DWs (domain walls)
and QP (quasiperiodic) patterns. The topics are selected as those important contribu-
tions to which were made in the works of Prof. Mikhail Tribelsky. Most of the results
collected in this review, may be considered as “old” ones, as they were published ca.
30-351[8,9,11,25,38,41,48,56,58—60,74,102] or 20 [57,63-65,75] years ago. Nevertheless, these
results remain relevant in the context of ongoing theoretical and experimental studies in
the ever expanding pattern-formation research area. This conclusion is upheld by the fact
that the present paper includes a few novel exact analytical results, obtained as a relevant
addition to the old theoretical findings concerning the DWs in systems of coupled real
GL (Ginzburg-Landau) equations [10]. The new results, represented by Equations (54),
(63)—(68), (72)-(75), and (87)—(90), produce exact solutions for symmetric DWs in the system
of real GL equations, including linear mixing between the components; the solution for
strongly asymmetric DWs in the case when the diffusion term is present only in one GL
equation; the three-component composite state, including the DW in two components and
a bright soliton in the third one; and the particular exact solution for DWs between waves
governed by the real GL equations, including group-velocity terms with opposite signs.

The significance of the results presented in this brief review is enhanced by the fact
that essentially the same coupled equations describe patterns of the DW and QP types not
only in thermal convection, but also in nonlinear optics, BEC, and other physical systems. In
particular, the pattern formation in BEC of cesium atoms under the action of a temporally
periodic modulation of the nonlinearity (imposed by means of the Feshbach resonance [108]),
similar to the Faraday instability, was recently experimentally demonstrated and theoretically
modeled in the framework of amplitude equations similar to Equation (101) in Ref. [109].
Another novel realization of the pattern formation was proposed for a driven dissipative
Bose-Hubbard lattice, which can be implemented in superconducting circuit arrays [110].

It is expected that theoretical and experimental studies along the directions outlined
in this review have potential for further development, which will make it possible to add
new findings to the above-mentioned well-established results.
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Abstract: Drying of an aqueous suspension containing fine granules leads to the formation of a
circular pattern, i.e., the coffee-ring effect. Here, we report the effect of mechanical rotation with
drying of an aqueous suspension containing a large amount of granular particles as in the Turkish
coffee. It was found that wavy fragmented stripes, or a “waggly pattern”, appear in the early stage
of the drying process and a “polka-dot pattern” with many small circles is generated in the late
stage. We discuss the mechanism of these patterns in terms of the kinetic effect on micro phase-
segregation. We suggest that the waggly pattern is induced through a mechanism similar to spinodal
decomposition, whereas polka-dot formation is accompanied by the enhanced segregation of a
water-rich phase under mechanical rotation.

Keywords: coffee-ring; micro phase-segregation; transition of drying pattern

1. Introduction

The formation of a deposition pattern with the evaporation of a liquid containing
nonvolatile particles has attracted considerable interest not only from a fundamental scien-
tific aspects perspective [1-3], but also from an engineering point of view with respect to
coating and patterning processes [4,5]. As a typical pattern, a so-called coffee-ring is caused
by the transportation of solute particles toward a pinned contact line driven by Marangoni
effect, or spatial gradient of the surface tension, under a differential evaporation rate over
the liquid/air surface [6-11]. In addition to the formation of a ring-like pattern [12], the gen-
eration of various kinds of morphologies, such as fractures, cracks, straight lines, spiral and
dry parch, have been reported in the drying of droplets containing micro or nanoparti-
cles [13—22]. Smart control of the positioning of nanoparticles by using photo-sensitive
surfactant in drying droplets was also reported [23]. It has been shown that particles can be
concentrated at the center of a droplet through spot-irradiation of its apex with a heating
laser, by dismissing the coffee-ring pattern, which phenomenon was interpreted in terms of
the reversal of intra-droplet flow induced by a thermal Marangoni effect [24,25]. A similar
manner of particle deposition at the center of a droplet was observed when the solvent was
changed from water to octane [26]. To suppress the coffee-ring effect, or the heterogeneous
deposition of particles, various methodologies have been proposed, including the appli-
cation of a surface acoustic wave [27], the imposition of electronic fields [28,29], heating
of the solid substrate [30], and the addition of a surfactant [31,32]. In the present study,
we performed a drying experiment by adopting an aqueous suspension containing fine
coffee powder/granules, i.e., Turkish coffee, which is usually served without filtering and
thus contains a relatively large amount of micro-particles. Drying this solution under a
horizontal static condition results in the formation of a homogeneous granular layer with-
out the formation of a coffee-ring. Interestingly, characteristic patterns of drying granules,
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such as multiple wavy segments and several mini-circles, are generated using a rotating
dish under a tilting condition.

2. Materials and Methods

Roasted coffee beans were ground with a conical burr coffee grinder (product MSCS-
2B, Hario Co. Ltd., Tokyo, Japan). Larger particles were sieved out of the ground powder
with a sifter (grid size of 250 um, Tokyo Screen Co., Ltd., Tokyo, Japan). In Figure 1,
the experimental procedure in a schematic manner is shown, together with the photograph
of the coffee powder (average diameter of 68 um, and standard deviation of 23 pm).
Aqueous solution was prepared by mixing 900 mg of ground coffee beans with 3 mL
of ultrapure water (produced with Milli-Q water purification system, Millipore, Merck).
The mixed solution was transferred onto a paper dish, of which the surface laminated with
polyethylene terephthalate is hydrophobic and the diameter of the bottom planar part is
140 mm (RS-362, Dixie Japan Ltd., Tokyo, Japan). Then, the solution was mechanically
homogenized with a vortex mixer (SI-0286, Scientific Industries Inc., Bohemia, NY, USA).
In the present Communication, we report the experimental results under the conditions
that the paper dish was fixed to a rotating dish with a tilting angle of 6 = 45° and was
rotated at 60 rpm by a direct current motor (mini-motor multi-ratio gearbox (12-speed),
item 70190, Tamiya Ltd., Tokyo, Japan). As for the effect of tilting, we found that the coffee
solution tends to flow out from the dish when 6 is larger than 60°, whereas contrast of
the generating pattern becomes relatively unclear when 6 is smaller than 30°. Thus, we
have carried out the experiment by taking the tilting angle as 45°. Under the condition
6 = 45°, when the rotation rate is smaller than 30 rpm, the solution tends to flow downward
outside the dish. When the rotation rate is larger than 100 rpm, the generated pattern
tends to be inhomogeneous between the inner and outer regions of the dish, because of the
relatively large magnitude of the oscillation on the centrifugal force. Based on the results
of these preliminary experiments, we report the experimental results at the fixed values of
the tilting angle at 45° and rotational rate at 60 rpm, in order to reveal the representable
transition of the drying patters between wavy fragmented stripes and many mini-circles.

(a) | (b)

250 pm

pure water 45°

(=

Vortex mixer

Figure 1. Experimental scheme. (a) Roasted coffee beans were ground with a conical burr grinder.
Larger particles were sieved out of the ground powder with a sifter (grid size: 250 um). The ground
coffee was mixed with pure water on a paper dish (diameter of the horizontal circular area: 140 mm),
and the solution was spread over the whole dish by vibration with a vortex mixer. (b) Experimental
apparatus to rotate the tilted dish with the solution containing the coffee particles. The paper dish
with the coffee solution was fixed to a rotating dish with a tilting angle of 6 = 45°. The dish was
rotated at 60 rpm. During rotation, the whole experimental apparatus was situated inside a control
box with constant humidity (60%) and temperature (20 °C).
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3. Results and Discussion

Figure 2 shows the drying patterns obtained from the coffee solution, by adopting
(a—d) a solution containing coffee powder (see Figure 1a) and (e) filtered solution without
powder. All of the pictures were taken for the completely dried states after standing still
for 24 h with horizontal positioning. For the experiments shown in (a—d), we used a
suspension with the solution of coffee powder on a paper dish, of which the surface is
hydrophobic. Figure 2a shows the appearance of a pattern with many wavy shapes, which
was obtained by fixing the solution on the tilted plate for 10 s in a stationary manner and
then rotating it for 1 min. Hereafter, we call this morphology a “waggly” pattern. Figure 2b
shows the drying pattern after 10 s of stationary tilting and then 20 min of plate rotation.
The appearance of many mini-circles with a diameter of ~1 mm is observed, which we call
“polka-dot” in this article. Here, it is to be noted that the waggly and polka-dot patterns
appeared for the same experimental solution with different time-period of the dish rotation.
Figure 2c shows a tree-like pattern which was generated under the stationary tilt condition
for 1 min without rotation. Figure 2d shows a homogeneous layer of powder obtained by
drying the coffee suspension under a horizontal arrangement. For comparison, Figure 2e
shows a so-called coffee-ring, which was generated under horizontal drying of a droplet of
coffee solution prepared through filtration. In both Figure 2d,e, 0.1 mL of coffee solution
was deposited on the paper plate.

As shown in the experimental observations (Figure 2), it has become clear that drying
under tilted rotation strongly affects the outcome; a waggly pattern appears first and
then a polka-dot pattern develops. Next, we discuss the mechanism of the occurrence of
the characteristic patterns. Under dish rotation, the coffee suspension is segregated into
grain-rich and water-rich solutions as revealed in Figure 2. It would be expected that the
underlying mechanism of the pattern formation observed for the suspension could be
interpreted in terms of a kinetic effect in the first-order phase-transition. Thus, we will
consider the appearance of the waggly and polka-dot patterns by adopting Cahn-Hilliard-
type simple model equations [33-39]:

o oF
T V(MCV‘SW), 1)

where the free energy F exhibits two different contributions: bimodality with the order
parameter and the interfacial energy. Here, M. is a parameter of diffusivity and f is time.

F= [ (Lo —n)+5199P)do, @)

where L, « and dv are interaction parameter, gradient energy coefficient and differential
volume, respectively. For simplicity, we chose the bimodal profile of the interaction energy
as a function of 7, corresponding to the water content in the solution containing coffee
grains; 77 = 1 corresponds to pure water. We also neglected the contribution from the
mixing entropy, since we are considering the segregation of relatively large particles of
coffee grains. For the calculation of Equation (2), we tentatively adopted the parameters
L=64x10° J/mol and o = 3.0 x 103 ]mz/mol, so as to obtain the pattern with usual
spinodal decomposition. We may regard that # = 0, 1 correspond to the dense coffee
grains and the clear solution, respectively. Strictly speaking, our experimental system is
non-conservative, because of the evaporation of water to cause the spatial pattern. Thus,
the usual Cahn-Hilliard equation does not hold in a strict manner for our experiments,
especially for the experimental conditions with relatively large effect of the evaporation.
However, the numerical results can still be expected to provide useful insight into the
mechanism of pattern formation. Actually, for the initial stage of the drying process when
the water content does not decrease so much, the kinetic equation based on Cahn-Hilliard
model would represent the essential feature of the segregation. Since the order parameter
17 is dependent primarily on the relative concentration of the coffee grains, we may need to
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consider that the diffusivity M. is sensitively dependent on 7, in addition to the bimodal
dependence (the term # (1 — 7)),

_ | Do, Drpq -
Me = | ot + p(L=m) |11 = 17), ©)

where Dy and D; are the diffusion constants for the states with 77 = 0 and 1, respectively. In
the following simulation, we used the universal gas constant R = 8.31 ] /mol. We adopted
the apparent diffusion constants Dy = 4.0 x 1071 m?/s and D; = 4.0 x 1078 m?/s, by
taking into account the effect of the smaller diffusivity of the grain rich solution. We
adapted one-order larger value for the apparent diffusivity of water, Dy, as that of the pure
water with stationary standing state [40], by considering the effect owe to the rhythmic
change in gravitational field induced by the dish rotation. As for the diffusivity of the
grain powder (the diameter is ca. 40 pm as estimated from the average diameter of 68
um, as mentioned in Materials and Methods), it is expected that its diffusion constant
is on the order of 1075-107° comparted to that of water for the usual Brownian motion
under thermal equilibrium, as estimated from the Stokes-Einstein relationship. In addition,
with the decrease of the water content, the diffusion of the coffee grain should become
much lower. Thus, it is noted that the adapted value for D; is rather large compared
to the intrinsic diffusivity under the fluctuation-dispersion relationship near thermal
equilibricity. In other words, we perform the numerical modeling with the consideration
of the effect induced by the external agitation, i.e., the periodic change of the gravitational
field accompanied by the rotation of the tilted dish. Through such simple assumptions, we
performed a numerical simulation using a two-dimensional system to shed light on the
essential mechanism on the time-development of the generated pattern. It may be possible
to include the effect of the periodic acceleration during dish rotation by tuning the effective
temperature in the simulation. However, in the present study, for simplicity we used room
temperature, T = 293 K. We carried out the numerical simulation by modifying the source
code of Python available from the open access version [41], provided by the “Yamanaka
Laboratoty” at Tokyo University of Agriculture and Technology, Japan. The grid spacing in
the computation is taken as 1.0 x 10~ m. The time width and step number are 0.01 s and
13,000, respectively; corresponding to a time-period of 130 s.
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(b) “Polka—dot”(20min rotation)

Figure 2. Generation of various characteristic patterns from a drying solution containing coffee
powder under different conditions. The scale bars are 10 mm. (a) A waggly pattern with many wavy
shapes formed when the paper dish was tilted while stationary for 10 s and then rotated for 1 min at
a fixed angle of 45° (see Figure 1b). After the rotation, the dish was stood still horizontally for 24 h.
The light brown and dark brown parts indicate water-rich and powder-rich regions, respectively.
(b) Polka-dot pattern with many mini-circles generated from the coffee solution, with tilting without
rotation for 10 s and then rotation for 20 min. After the rotation, the dish was stood still horizontally
for 24 h. (c) Tree-like pattern caused by the downward flow of coffee solution when the plate was
tilted at a fixed angle of 45° for 1 min without rotation, the dish was stood still horizontally for
24 h. (d) Homogeneous pattern formed by drying the coffee solution containing the powder, i.e.,
essentially the same solution as in (a—c). (e) Usual so-called coffee-ring formed by drying the filtered
coffee solution with almost no grained powder.

Figure 3 exemplifies the segregation pattern generated after 130 s from the start
of the segregation in the simulation. Figure 3a shows the appearance of wavy short-
fragmented stripes, where the coloring of the segregation pattern is carried out with a
threshold value of 77 = 0.53. This wavy pattern is familiar for phase segregation with
spinodal decomposition [42] and apparently is similar to the waggly pattern observed in
the early state (1 min rotation) of the drying process with vessel rotation as in Figure 2a.
In contrast, Figure 3b shows the appearance of many mini-circles when the threshold is
1 = 0.56, corresponding to the polka-dot pattern observed in the late stage with rotation
as in Figure 2b. Here, note that the apparent patterns change markedly depending on the
threshold value for the same stage of the phase segregation kinetics. Figure 3¢ shows the
spatial profile of the order parameter for the same region as in Figure 3a,b, revealing the
existence of multiple domains with a larger # value along a wavy stripe. The appearance of
multiple spots implies the occurrence of mini water-rich spots and such water-rich regions
would prefer the formation of round shaped domain owe to the effect of surface tension.
Thus, it is expected that such water-rich mini-domains tend to develop circular aqueous
droplets during the longer drying process with rotation under tilting. The rate of water
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evaporation is expected to be faster in the grain-rich region (corresponding to the domain
with smaller parameter #) compared to that from the relatively smooth surface of the mini
water-rich region, which may induce the formation of mini water droplets with circular
shapes by causing the polka-dot pattern.

(a) n =0.53

0.64

0.56
0.53

0.48

Figure 3. Segregation pattern obtained from numerical simulation for phase-segregation with the
simple model equations (Equations (1)—(3)). The scale bars are 10 mm. (a,b): Spatial patterns with
different threshold values of the parameter, 7 = 0.53 and 0.56, respectively, both of which correspond
to the pattern generated after 130 s from the start of segregation. The bright parts in (b) show the
region that is more water-rich than that in (a). (c): Order parameter along a section as indicated
by a green bar in (a) and a red bar in (b), which are chosen from the spatial patterns in (a,b). (d):
Artificial 3D color image on the same numerical simulation as in (a,b), revealing the existence of mini
water-rich spots on the upper part (larger 7 value) of the waggly pattern.
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4. Conclusions

We have reported the formation of waggly and polka-dot patterns for a drying solution
containing fine coffee granules under tilted rotation. The results showed that mm-sized
phase-segregation between the powder-rich and water-rich phases occurs for the drying
solution with dish-rotation, whereas a homogeneous drying layer is generated without
rotation. In relation to our observation, the appearance of various unique patterns from
a coffee solution with a large amount of grain powder is known as a “fortune telling”
pattern with Turkish coffee [43]. Inspired by such interesting pattern formation, we have
performed the present study by introducing the effect of mechanical rotation of the plate.
The appearance of the polka-dot pattern implies the realization of a uniform pattern with
many mini-circles. It is noted that the time-development from waggly onto polka-dot
pattern implies a kind of reverse process of coarse-graining. On the other hand, it is well
known that coarsening or Ostwald ripening is the usual scenario in spinodal decomposi-
tion. Recently, it has been suggested that assemblies of self-propelled particles can cause
reverse Ostwald ripening, i.e., reverse process of coarsening [44]. As similar phenomenon,
the formation of spherical domains through the kinetics of spinodal decomposition was
observed for a rubber-modified epoxy resin accompanied by a chemical reaction [45-48].
It is also noted that, from theoretical considerations, self-propelled particles are expected to
undergo phase-separation [49-51], suggesting the occurrence of reverse process of coarsen-
ing during the development of phases separation. Thus, it is expected that the occurrence
of the reverse-coarsening is generated under the far-equilibrium conditions through the
violation of the fluctuation-dissipation relationship, or caused by the external mechanical
agitation. In our experiment, the periodic change of the gravitational field should cause
fluctuating translational motion of the segregating domains and such forcing effect may
concern with the underlying mechanism on the specific phase-segregation of self-propelled
particles under the violation of the fluctuation-dissipation relationship. The results of the
present study as in Figure 2 suggest that the formation of many mini-circular pattern from
waggly pattern, or reverse Ostwald ripening, can be generated for passive particles under
external agitation of the mechanical dish rotation with a tilted state. Here, it is to be noted
that, for the transition of the patterns, surface tension should play an important role in
the formation of the circular domain as in the Polka-dot pattern through the decrease of
the droplet surface area in the water-rich domains. In our 2D model simulation, we have
not adapted these important effects in an apparent manner. It is highly expected that our
results will stimulate experimental studies to examine the possible appearance of unique
drying-induced patterns for solutions under various types of external mechanical agitation
and also theoretical studies to clarify the detailed mechanism of the time-development
from waggly pattern onto polka-dot pattern.
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Abstract: Structural color emerges from the interaction of light with structured matter when its
dimension is comparable to the incident wavelength. The reflected color can be switched by con-
trolling such interaction with materials whose properties can be changed through external stimuli
such as electrical, optical, or thermal excitation. In this research, a molybdenum oxide (MoOy)
reflective grating to get a switchable on/off subpixel is designed and analyzed. The design is based
on subpixel on and off states that could be controlled through the oxidation degree of MoOy. A
suitable combination of three of these subpixels, optimized to get a control of primary colors, red,
green, and blue, can lead to a pixel which can cover a wide range of colors in the color space for
reflective display applications.

Keywords: color reflective displays; phase-change materials; structural color

1. Introduction

For centuries, color has been a quite interesting topic for the scientific community [1,2].
The first systematic study was made by Newton when he performed his classical exper-
iment, i.e., analysis and synthesis of light with a glass prism. Newton stated that the
spectrum was constituted by seven colors: red, orange, yellow, green, blue, indigo, and
violet. However, most colors in nature are not spectrally pure or able to fit in a small
region of the spectrum, since they are often a result of a combination of phenomena. The
color of a radiation depends not only on the reflectance—or transmittance—of the last
object it went through, but also on the kind of illuminant and the photopic curve of the
observer. Although a wide range of magnitudes can be used to characterize color, the best
attributes according to the International Commission on Illumination (CIE) are chromaticity,
brightness, and contrast [3].

Structural color is one of the most common manifestations of color in nature [4].
It is based on the selective light reflection depending on the interaction between light
and structured matter (typically at nano- and microscale). This is the main pigmentary
difference in which color is originated by the absorption of the electrons present in the
pigment [5].

The most common mechanisms for obtaining structural colors are based on interfer-
ence, diffraction, scattering, and photonic crystals [6]. Film interference can be considered
as a typical Fabry—Perot (FP) effect. In such systems, light undergoes multiple reflections.
When the optical path difference between two reflected rays is an odd multiple of a half
of the incident wavelength, constructive interference takes place in specific spectral in-
tervals and vivid colors can be generated. Many reflective displays are based on this
phenomenon [7-11]. A typical configuration is a metal-insulator-metal (MIM) stack. A
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thin metal layer is used to control the spectral width of the reflectance peaks, a dielectric
spacer tunes the resonant wavelength in the cavity, and a second metal layer works as a
bottom mirror. However, if one looks for monochromatic intervals, there is an important
drawback; these types of FP configurations generate reflectance resonances with a broad
spectral width, and more than one resonance (second-order or even higher) is often gener-
ated, leading to undesirable resonance peaks in the visible range. This can be overcome by
using diffraction gratings. They allow to generate narrow and isolated peaks in the visible
part of the electromagnetic spectrum.

The diffraction effect by a grating is comparable to the multiple interference generated
in FP cavities. The grating efficiency is determined by the period, functional shape of
the profile, depth of the periodic structure, materials, angle of incidence and observation
direction, wavelength, and polarization. Wood anomalies are known concept in the diffrac-
tion by periodic gratings [12]. The adjective “anomalies” is because, when discovered
by R. Wood in 1902 [13], there was no clear explanation for the observation of narrow
reflectance peaks in diffraction gratings. For metals, this is now explained because of
surface plasmon excitation [12]. For dielectric gratings, the effect is due to the coupling
of the propagating diffracted rays to the modes of the waveguide underneath, leading
to guided mode resonances (GMR) [14,15]. The spectral width of a GMR is usually quite
narrow; thus, as later shown, this is a favorable feature in terms of obtaining a wide color
gamut. Although diffraction gratings have been proposed previously for their use on
reflective displays [16-20], most of the gratings cannot control the reflectance for a fixed
geometry. In this situation, only “static” colors are generated, which limits their potential as
actively tunable color devices. A more recent study proposed a dielectric grating based on
ITO to obtain an active color display by changing its permittivity with electrically tunable
electron densities [21]. An alternative solution to the one proposed in [21] is the use of
phase-change materials (PCM).

The most extended PCMs are chalcogenide materials. These are compounds of ele-
ments of the chalcogen group (sulfur, selenium, and tellurium) bound to network formers
such as arsenic, germanium, antimony, and gallium [22]. They are known as the GST
family due to the chalcogenide Ge,Sb;Tes, which has revolutionized the blooming field of
phase-change photonics. The peculiarity of these materials is that they can be switched
between their crystalline and amorphous phases by controlled electrical, optical, or ther-
mal excitation [23,24]. This process leads to a modulation of their optical and electrical
properties. Another known PCM is vanadium dioxide (VO,). VO, is a strongly correlated
material that is dielectric at room temperature and becomes metallic in the infrared spec-
trum when heated at around 340 K [25-27]. On the other hand, molybdenum oxide (MoOy)
presents a metal-semiconductor transition in the visible (Vis) spectrum, by changing its
oxidation degree from MoO; (metal) to MoO3 (semiconductor), which makes it suitable for
applications in this range such as reflective displays among others [28]. Very recently, a
switchable pixel based on an FP configuration with MoOj for color reflective displays was
presented [29].

In this research, the design of a dielectric grating based on molybdenum oxide is
proposed as a switchable on/off pixel for a color display. MoOy can be considered a
nonvolatile phase-change material, i.e., it does not require a constant energy supply of
energy to keep the switched state. It can exist as MoO, or MoOj3 and has a wide variety
of nonstoichiometric oxides. The change in the oxygen content strongly affects the band
structure and, consequently, its optical behavior. In MoO3, O 2p orbitals give rise to the
highest occupied states, wherein electrons are fully localized around the O atoms, giving a
semiconducting behavior. However, the Fermi level of MoO; is composed of O 3d orbitals
that present the characteristics of a metal [30]. Therefore, by changing the oxidation state
from MoOj3 to MoO; a semiconductor-conductor-metal transition is triggered, allowing
a modulation of the light-matter interaction. Interestingly, the literature shows that the
intervalence charge-transfer modulation within diverse valence states of Mo, going from
Mo®* (MoOj3) to Mo®* and finally to Mo** (MoO,), can occur thermally by annealing at
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400 °C in air (oxidation of MoO; to Mog3) [31,32] or in a reduction environment (reduction
from MoQOj3 to MoO,), e.g., using a gas such as hydrogen or propane (which is a source of
hydrogen), [32,33] involving the thermal-activated adsorption/desorption of oxygen.

As for oxidation [31,32], the feasibility of oxidation even from MoS; to MoO, and
MoQg3 in air has also been shown by green laser irradiation on a millisecond time scale [34].

This annealing and change of oxidation state can be operated starting from deposited
MoOj3 or MoO,, which can be obtained (i) by controlling the stoichiometry during the
growth by the oxygen partial pressure, or (ii) by post-growth processing which includes
ion bombardment, which results in the preferential loss of bridging oxygen atoms and
oxygen plasmas.

Noteworthy, this innovative way of modulating the oxygen content in oxides has been
recently reported for the phase-change material VO, [35].

Although work is in progress for the practical implementation of this approach to
MoOy, the oxidation/hydrogenation approach has already been implemented in dynamic
color devices [36], even using another material (magnesium, Mg), moving it between the
two states of oxidation to MgO and hydrogenation to MgH,.

According to this concept of oxidation/reduction applied to MoOy, MoOj acts as
a lossless transparent dielectric in the visible range (Egap = 3 €V depending on the crys-
tallinity), allowing the coupling of narrow modes of the GMR kind and, therefore, opening
the possibility of getting vivid colors in the reflectance. On the contrary, MoO, absorbs the
visible spectrum range and Wood anomalies cannot be generated, reflecting a pale color.

For an accurate description of the proposed color display, this paper is divided into
various sections. Section 2 is devoted to describing the device design, Section 3 contains
details about the numerical simulation method, Section 4 develops the working principle
and Sections 5 and 6 contain, respectively, the main results and conclusions of this research.

2. Pixel Model

In this research, the reflective display pixel constituted three subpixels, each one
associated to a primary color, red (R), green (G), and blue (B). Their reflection properties
can be controlled through the optical properties of the MoOx material according to what
has been described previously. Each subpixel is a reflective diffraction grating based on
periodic MoOx ribs over a silicon dioxide (SiO,) substrate, as shown in Figure 1 (top). A
microheater [37] can be located under the substrate to control the annealing process under
an oxygen or hydrogen atmosphere.

As MoOy is the active tunable material of the reflective display, on and off states can be
generated and controlled depending on its stoichiometry. In this work, two measurements
of oxygen contents were considered: x = 2.9 (on) and x = 2.1 (off). The refractive index of
molybdenum oxide for both oxygen contents is also shown in Figure 1 (bottom left and
bottom right, respectively). The imaginary part of the refractive index, k, is almost zero in
the on mode and greater than one in the off state. In the on state, light can travel through it,
allowing the generation of a GMR (see Section 4 for more details), which in turn produces
vivid colors. However, in the off state, most of the light is absorbed. In this case, resonances
are not produced, and a pale unsaturated color is reflected. These optical constants for both
oxygen contents were obtained from the literature [38].

In general, the main parameters for the characterization of a diffraction grating are the
duty cycle, D, the height, d, of the ribs, the period, P, the polarization (perpendicular to rib
direction, p-polarization), and the incident angle, 6. The duty cycle D can be considered as
the ratio between the width of the rib, w, and the period P. The first three parameters can
be varied for the optimization of the device. The optimization is based on the achievement
of the best primary colors, R, G, and B. Each primary color corresponds to a different
grating (subpixel) with different parameters. Their suitable combination gives rise to the
desired color.
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Figure 1. Scheme of the reflected display unit (subpixel associated with a primary color). This design is based on a periodic
structure of ribs made of molybdenum oxide (MoOx) over a SiO; substrate. Depending on the amount of oxygen content,
MoOy is either a transparent medium to visible radiation (on state) or an absorbing one (off state) (see the extinction
coefficient k of the refractive index [38]). The transition between both states can be triggered by controlling the amount of
H; or O, (see [35,36]).
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All results were simulated considering normal incidence and light polarization per-
pendicular to the rib direction. For simplicity, this polarization was chosen in order to
ignore the length of the ribs, allowing the study of the system under a 2D geometrical
configuration without losing physical information.

3. Numerical Simulation Method

Spectral reflectivity was calculated using finite-difference time-domain (FDTD) simu-
lation (LUMERICAL). This is a numerical analysis technique used for modeling computa-
tional electrodynamics (finding approximate solutions to a system of coupled differential
equations by time discretization). Nonuniform mesh settings were used in these simula-
tions, and the source used was always a plane wave. Periodicity boundary conditions were
used to simulate an infinite number of MoOy ribs over a silicon dioxide substrate.

All color simulations within this work assume a standard D65 illuminant, correspond-
ing to average daylight, and a CIE standard observer (2°), representing mean human
spectral sensitivity to visible spectrum range under 2° field observation [39,40]. As sunlight
is not polarized and this study was performed for p-polarization, some polarizing element
should be used in the actual device for the accurate generation of the colors described in
this work.

The most common color space to characterize the color generated by reflective displays,
as cited in the introduction, is CIE1931. In this space, color is defined by its tristimulus
values (x, y, z) in the chromaticity diagram. In this diagram, it is possible to compare
the simulated red, green, and blue colors generated by the device with the standard
ones (sRGB).

4. Working Principle: Wood Anomalies and the Guided Mode Resonance

The color reflected by the designed subpixel device in the on mode is the result of
the excitation of guided waves by the grating, also known as Wood anomalies [14]. This
high-reflectance phenomenon is based on coupling light propagating in free space to the
grating, leading to GMRs [41]. To better understand this phenomenon, spectral reflectivity
and the electric and magnetic fields in the near-field regime of the proposed device were
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analyzed for a given subpixel case. To simulate an example, diffraction grating parameters
were fixed to d = 150 nm, P = 340 nm, and D = 0.6 (normal incidence and p-polarization
were also assumed).

In Figure 2a,b, the grating spectral reflectivity is shown for the on and off modes,
respectively. In the on mode, a narrow reflectance peak appears at a wavelength around
517 nm. There is a single resonance because a mode is excited and guided by the subwave-
length grating. On the contrary, the spectral reflectivity in the off state is a flat curve due to
the absorbance predominance of MoO; 1, making impossible the generation of GMR.

c)

2 2
IElon d) |H|cn %10

Reflectance

A=517 nm 1

2 (nm)

550 600 650 700 750
Wavelength (nm)

Reflectance

2 (nm)
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150 100 50 0 <50 -100 -150
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Figure 2. Reflectance of the proposed subpixel for the grating parameters d = 150 nm, p = 340 nm, and D = 0.6 for the (a) on

and (b) off states, respectively. For the transparent version of the MoOx ribs, the reflection of the grating peaks occurs at

A =517 nm. Square module of the electric field in near-field regime when the incident wavelength is A = 517 nm (spectral

position of the reflectance maximum) for the (c) on and (e) off states, respectively. Square modulus of the magnetic field in
the near-field regime when the incident wavelength is A = 517 nm for the (d) on and (f) off states, respectively. The electric
field is orthogonal to the grating ribs and the magnetic field is parallel.

The modules of the electric and magnetic fields for the on state and A = 517 nm are
represented in Figure 2c,d, respectively, where guided mode resonances can clearly be
observed. Such resonances come from a coupling between nonhomogeneous diffraction
orders and the eigenmodes of the grating (Wood anomalies) [41]. As a result, the electric
dipole resonance is produced at the MoOx-5iO, interface (the two hotspots in Figure 2c).
The coupling of all the dipoles produced in each rib is attributed to the narrow and high
reflectance peak. Depending on the number of interacting ribs (i.e., number of interacting
dipoles), the electromagnetic response is different. A higher number of ribs leads to more
efficient coupling. To assess the importance of this issue, the same simulation shown in
Figure 2a was performed but now considering a finite number of ribs (Figure 3a). As this
number was increased, the reflectance was more similar to that simulated by periodic
boundary conditions. Figure 3b shows that a reflectance stationary regime was reached
from a number of approximately 150 ribs.

Analogous simulations are presented in Figure 2e,f for the off state. No modes were
excited due to the high value of the extinction coefficient k of MoO» ;.
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Figure 3. (a) Spectral reflectivity of the proposed device fixing grating parameters to d = 150 nm, P = 340 nm, and D = 0.6 (on
state) for different numbers of ribs. (b) Maximum reflectance of the resonances generated by changing the number of ribs.

5. Results

The results are based on the optimization of each reflective grating subpixel to generate
the best primary colors. For normal incidence and p-polarization, the way to control the
GMR is by varying the duty cycle, the period, or the rib height. Although color does not
only depend on spectral reflectivity, for RGB optimization, those magnitudes (D, P, d)
were analyzed to generate resonances at 460 nm (blue), 520 nm (green), and 620 nm (red).
Moreover, a good contrast between the on and off colors should be addressed. The grating
subpixel parameters used for color primary generation are shown in Table 1.

Table 1. Grating subpixel parameters (height d, period P, and duty cycle D) for the generation of red,
green, and blue colors.

R Subpixel G Subpixel B Subpixel
d (nm) 230 125 150
P (nm) 400 340 280
D 0.55 0.8 0.6

The corresponding spectral reflectivities are shown in Figure 4a,b for the on and the off
states, respectively. The height, the bandwidth, and the spectral position of those resonances
delimited the quality of the generated color. For small bandwidths, monochromatic colors
were obtained. However, a lower bandwidth led to less light being reflected. Therefore,
the luminosity of the color was too low, generating a very dark color. For this reason, an
equilibrium should be required. The resulting colors of these resonances are represented
in Figure 4¢,d for the on and the off states respectively, and both are plotted in CIE1931
in Figure 4e. On colors (white points) are close to standard RGB coordinates (triangle
vertices). However, off colors (black points) are far from those vertices and close to each
other, revealing a pale and similar color. A large color gamut can be obtained through
this system.
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Figure 4. Spectral reflectance of the designed subpixel devices by considering the grating parameters
shown in Table 1 for the on (a) and off (b) states, respectively. On (c) and off (d) colors generated by
the reflective display pixel, respectively. (e) Representation of those colors in CIE1931 space. The
triangle represents RGB standard coordinates, white points (on simulated colors), and black points
(off simulated colors).
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6. Conclusions

In this paper, a switchable on/off color reflective pixel model based on resonant effects
by reflective subwavelength diffraction gratings (subpixel) was designed. The pixel model
consisted of a suitable combination of three of those subpixels, each one optimized to
generate a primary color, red (R), green (G), or blue (B). The excited resonances in each
subpixel can be considered as the collective effect of the electric dipole modes generated
in each grating rib for resonant wavelengths. Consequently, the generated color can be
tuned spectrally by changing the height, period, and duty cycle of the grating of each
subpixel. On/off modes can be generated in each subpixel due to the change in oxidation
state of molybdenum oxide (MoOx) from MoO, to MoOj3. This leads to the generation of
a wide gamut of colors close to standard sRGB ones for the on mode and a pale color for
the respective off state. Compared to other reflective devices based on the Fabry—Perot
phenomenon, narrower reflectance peaks can be obtained due to the characteristics of
the excited grating resonances, which correspond to the Wood anomalies. This allows
the reflection of monochromatic colors and the generation of a large color gamut for
applications in color reflective displays.
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Abstract: The conjecture is made based on a plausible, but not rigorous argument, suggesting that
the unknot probability for a randomly generated self-avoiding polygon of N > 1 edges has only
logarithmic, and not power law corrections to the known leading exponential law: Pyxnot(N) ~
exp[—N/Ny + o(In N)| with Ny being referred to as the random knotting length. This conjecture is
consistent with the numerical result of 2010 by Baiesi, Orlandini, and Stella.

Keywords: polymers; knots; unknot probability

1. Introduction and Problem Formulation

Randomly generated self-avoiding polygons represent an interesting object for math-
ematical physics, for several reasons. First, such polygons can serve as a zeroth approxi-
mation model for ring polymers. Different realizations, or members of the ensemble, of
random polygons mimic different spatial arrangements of polymers, sampled via thermal
fluctuations; importantly, ring polymers are currently the subject a great deal of interest,
as evidenced, for example, by recent papers [1-5]. Despite this multitude of studies, the
fundamentals of the statistical mechanics of topologically constrained polymers remain
insufficiently understood. Second, random polygons—especially those comprised of the
edges of a lattice, e.g., a cubic lattice—allow for concise mathematical formulation of the
problems of interest, which, for an off-lattice model, is difficult even to formulate, let alone
solve. Of course, this situation is by no means unique; other problems are also frequently
more easily addressed using lattice models. Specifically, here, the problem in question is
that of the knot entropy; see [6] for a general discussion. Indeed, this quantity is easy to
define for the lattice polygon. Let Qyninot (N) be the total number of distinct rooted, i.e.,
with one point fixed, polygons with N edges, which are topologically equivalent to the
trivial knot (an unknot or a circle). Since lattice polygons are considered, Opinot(N) is a
well-defined finite number. By definition, then, In Oy knot (N) is the entropy of an unknot.

Let us emphasize that this paper deals only with loops made by the closing of one
single line, like letter O, not like letter 6 or sign oo, etc.; the loop may be embedded in
various ways in three dimensions, forming an unknot or knots of different topologies, but
the loop itself remains a simple O, albeit a “lattice O”.

The number of unknots must be compared with the total number of distinct rooted
polygons of N edges in three-dimensional space; let us call it Qjoop (N). Then, In Qjgqp (N)
is the entropy of the full ensemble of loops of all knot types. In terms of these quantities,
the probability of finding an unknot among the randomly (and uniformly) generated
polygons is:

Punknot(N) = Qunknot (N) /Qloop (N). 1

Clearly, In Pypynot represents the corresponding change of entropy. Under the con-
ditions of thermodynamic equilibrium, In Py, is related to the minimal amount of
mechanical work, needed to untie all the knots.
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Some statements are rigorously established about these quantities; see review [7] and
references therein. In particular, it is known that there exists a limit,

. InPyqot(N) 1
1 unknot - 2
NSe N No @)
In other words,
Punknot (N)| N = const - exp[—N/Np] . 3)

The quantity Nj is sometimes referred to as the random knotting length: for N < Np,
most polymers are unknots, while, for N > Ny, unknots are exceedingly rare. The exponen-
tial behavior of unknotting probability (3) is also proven for random off-lattice polygons
and established numerically for a number of other models [7], albeit with very different
values of Ny, ranging from a few hundred to a few million. Remarkably, no analytical
method is known to find this quantity for any model.

The subject of the present note is the question—how does Py,ynot approach its ex-
ponential asymptotic? In other words, how does the difference, In Pyninot(N) /N +1/Np
(note that In Ppnet(N) < 0), behave at large N, or how does this difference tend towards
zero? The question is about the tail of probability Pynknot(N) and whether it is similar to
other subtle probability distributions known in various branches of physics; see, e.g., [8].

2. Developing the Argument

Let us start with Qjipear (N)—the number of distinct self-avoiding “open polygons”
of N edges in three-dimensional space starting from, i.e., rooted in the origin (the open
polygon is simply a broken line, with non-connected ends). This quantity was carefully
studied in the theory of self-avoiding walks (see, e.g., [9], as a classical source), and it is
known to behave as

Qinear (N) | ys1 = const - ZNONYTT (4)

where v is a critical exponent which is universal, unlike the growth constant z, which is
not universal. Therefore, z depends, for example, on the lattice type, while y does not. The
numerical value of y was studied with great attention both analytically by renormalization
group and e-expansion [10], and by high-precision Monte Carlo [11,12]: the result was
v ~ 1.16.

Based on the knowledge of Qjinear (N), one can deduce the estimate of Qyyqp (N). This
deduction is known [9], and, here, for the purpose of subsequent generalization, let us
repeat the derivation using the scaling argument, originally due to Khokhlov [13] and
later developed by Duplantier [14]. This argument views transformation from a linear
chain to a loop as a chemical reaction between chain ends. The argument suggests that the
probability of two ends of a linear chain, meeting together in space, is of the same order as
the conditional probability of the ends of two separate chains meeting in space, conditioned
on the fact that these two chains share the same volume R?® ~ N3'. Here, v =~ 0.588 is a
usual “metric” or Flory critical exponent, while R is the mean squared average gyration
radius of the chain of length N. This argument yields the following estimate for Qoo (N):

QIOOP(N) ~ Qlinear (ZN) (5)
Qlinear(N) [Qlinear(N)] X [R3thear (N)] ’

This relation can also be explained in a different way. Equation (5) represents the
statement that two different probabilities are of the same order, i.e., they scale with the
same power of N. The left-hand side of Equation (5) is the probability that a randomly
chosen linear chain of N monomers can be closed due to two ends being next to each other
by pure chance. The right-hand side of Equation (5) estimates the probability, dealing
with two linear chains of the same length N being co-localized in the same volume ~ R3;
for these two chains, the right-hand side of Equation (5) indicates the probability that the
end of one of the chains is found next to the end of the other. Indeed, the numerator of
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the right-hand side of Equation (5) represents the number of states of one linear chain of
combined length 2N that is the same as two separate chains with the ends of these chains
forced to be next to each other. The first factor in the denominator is the number of states
for one half-chain, while the second factor is enhanced by a factor R3 as soon as the second
chain can be rooted in any place within volume R® around the root of the first chain (the
monomer size is taken to be unity). Assembling all this together, one arrives at:

Ooop(N) ‘N>>1 ~ const-zN - N7, (6)

This result also follows straight from Equations (1.10) and (1.11) of Ref. [14], and is
known for self-avoiding polymers, as stated in textbooks, see, e.g., [9]. The most important
property of the result (6) is that it does not involve the index v, which cancels away from
the “chemical equilibrium” condition (5). This cancellation of y has an important physical
interpretation: 'y describes the situation around chain ends, as monomers close to the ends
find themselves in a different kind of environment compared to internal monomers close
to the middle of the chain. Since the loop does not have any ends, there is no effect to be
described by .

The estimate (6) is accurate in terms of the power, so we can rewrite it as:

Qloop(N) . ~ const - eV Inz=3vIn N+o(InN) . @)

Thus, corrections in the exponential are much smaller than In N.

The next step in building the argument is yet another mathematically proven state-
ment [7] that the number of N-step self-avoiding unknots, Qunknot(N), behaves such that

there exists a limit,

. In Qunknot(N ) _
R ®

or N N
Qunknot(N)‘N>>1 = Z) el .

)

At the same time, there is a scaling prediction [15], supported by a significant amount
of numerical evidence [16-18], suggesting that a trivial knot loop, in terms of its overall
size (e.g., gyration radius), is controlled by the same index v ~ 0.588, which describes the
self-avoiding walks. Although there is a counter-argument pointing to the limited depth of
analogy between trivial knots and self-avoiding loops [19], one can try to take this analogy
one step further and conjecture that the number of unknots has the same scaling as the
number of self-avoiding loops (6), but with a modified growth constant:

Qunknot(N) |N>>1 >~ const - ZON ! N73V

~ const - eNlnzO—SvlnN+o(lnN) .

(10)

In other words, the above argument yields the conjecture that the cancellation of
the index v, as in Equation (5), occurs for knot-avoiding loops—just as it is proven to
do for self-avoiding loops. From physics point of view, this is justified by the fact that
v is supposed to characterize chain ends, while an unknot has no ends. Since this is a
non-rigorous conjecture, it is important to stress where the argument may have limitations.
In this regard, cancellation of the index v is the most essential point where the conjecture is
justified only by a physical argument and not by mathematics.

Another important point is also that the power v needs to be of the same value
in both relation (6) and relation (10). If this conjecture is correct, then the probabil-
ity of unknot, Punknot(N) = Quaknot(N)/Quoop(N), is predicted to have the following
asymptotic behavior:

Punknot(N)|N>>1 ~ const - V{Inzo~Inz)+o(InN) a1
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To reiterate, the non-rigorous conjecture, found here, is, first, motivated by the anal-
ogy between knots-avoiding and self-avoiding—both described by the same metric ex-
ponent v, and, second, by the fact that there is no index vy or its analogs since there are
no ends in the loop.

3. Concluding Remarks

Equation (11) represents the result of the present paper. Of course, this equaion
indicates that the random knotting chain length can be expressed as 1/Ny = In(z/zp).
However, this is not a significant result because the growth constant z( (or even z) are not
simple quantities to compute theoretically or to measure experimentally; essentially, zg
and Nj contain the same information. The real non-trivial statement is that there is o(In N)
instead of 0(N) in the exponential. In other words, the conjecture suggests that there is
no power-law correction factor to the main exponential trend in unknot probability. The
correction, of course, exists, but it is at most logarithmic. This can be contrasted with the
fact that the probabilities of various non-trivial knots are routinely fitted to expressions like
N*exp(—N/Np) (with Ny as for trivial knots); see, e.g., [20-22]. In these terms, the result
of the present paper is that for the trivial knots, 1 = 0 exactly.

The questions of critical exponents, related to the entropy of random polygons, were
examined numerically, in quite some detail in the series of studies by the Italian group of
E. Orlandini and co-authors [21-23]. In particular, Ref. [23] presented the most accurate
study to date of (in the present notation) the exponent y and it was found that, within the
numerical accuracy of the Monte Carlo simulations made there, the result for an unknot
was so small that it was not distinguishable from p = 0. In this sense, the result of the
present study can be viewed as a confirmation or rather an explanation of the numerical
observation made about a decade ago.

Does this result have practical implications beyond mathematical curiosity? In general,
random knots are a fact of life in case of a DNA plasmid and a number of other biological
contexts; see, e.g., [24]. Historically, in the first study [25] on random polymer topology, the
main surprise was to observe that the probability of non-trivial knots, i.e., 1 — Pypinot (N),
although still rather small at the tested range of N values, is, nevertheless, an increasing
function of N. In this sense, the main observation is that for long polymers, Pyinot(N)
is small. This is, of course, consistent with the statement of the mathematical theorem
(2), except the latter deals with the mathematical limit of N — oo, while, in practice, the
exponential dependence of Py,inot(N) on the chain length, N, seems to be consistent with
observations, even at modest values of N being certainly smaller than random knotting
length Np; see, e.g., [26]. In this sense, the statement of the absence of power law corrections,
made in the present paper, may have quite some practical implications.
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1. Historical Remarks

When the Editors kindly offered me to submit a paper to this Special Issue dedicated
to my fifty years in physics, I began to think about a possible topic of the paper. Finally, I
decided that the best is to generalize the results of my very first paper [1], which formally
was published exactly fifty years ago. I said “formally” because actually this paper has
never been published. Perhaps, its story is so remarkable that it is worth telling it here.

The point is that though I graduated from the Lomonosov Moscow State University
(MSU)—the one where now I head a laboratory—I did not enter this university in the
usual, standard manner. It so happened that the university I entered was the Belorussian
State University (BSU) in Minsk. Now, Minsk is the capital of independent state Belarus,
while, at that time, Minsk and Moscow both belonged to a single state: the Soviet Union.
In Minsk, I met my first scientific adviser Mikhail Aleksandrovich El'yashevich [2].

Then, upon completing my first two university years in Minsk, I moved to Moscow.
Thus, I became a student of MSU due to my transfer from BSU. Just one letter difference
in the names meant the drastic difference in the ranks. Though BSU was quite a good
university, MSU was (and is) the Number One.

Doing paperwork related to the transfer, I asked El’yashevich for a reference letter to
one of his collaborators in Moscow. I then obtained a letter to his former Ph.D. student
Sergei Ivanovich Anisimov [3], who became my next scientific adviser.

It was 1969. At that time, I could not even imagine how lucky I was. Anisimov was
employed by the Landau Institute for Theoretical Physics. The Institute was created just five
years ago to collect “under a single roof” the first generation of Lev Davidovich Landau’s
disciples [4]. By the time I am talking about, all of them had become first magnitude stars
in the scientific sky.

Thus, suddenly and almost by chance, I became embedded in the scientific atmosphere
representing the very top of theoretical physics in the USSR, and I would say in the entire
world too. Moreover, I had even more good luck, though, I did not know it yet: In the
very same year of my transfer to MSU, a prominent theoretical physicist II'ya Mikhailovich
Lifshits [5] succeeded the late Landau’s position of the Head of the Theoretical Physics
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Department at the Kapitza Institute [6]. To this end, he moved to Moscow from Khar’kov (a
big Ukrainian city), where he resided before. In addition to this position, II"ya Mikhailovich
got a professorship at the Chair for Quantum Theory, the Faculty of Physics, MSU. By that
time, another employee of the Landau Institute and a disciple of Il'ya Mikhailovich, namely,
Mark Yakovlevich Azbel [7], already shared his position at the Landau Institute with a
professorial position of this Chair. The second disciple of Il'ya Mikhailovich, who came
from Khar’kov to Moscow and became a Professor of the same Chair, was Moisei Isaakovich
Kaganov. Among other scientific accomplishments of this group was the galvanomagnetic
theory of electrons with an arbitrary dispersion law. The theory describes the effects
of both electric and magnetic fields acting together on free electrons in metals. In this
theory, electrons are regarded as quasi-classical particles, but, instead of the conventional
dependence of the energy on (quasi)momentum ¢(p) = p*/(2m), this dependence may be
arbitrary. The theory was a breakthrough in quantum solid-state physics, and was named
after its creators—the LAK theory (Lifshitz, Azbel, Kaganov).

There is an interesting story related to this abbreviation. When another one of Landau’s
disciples, Alexander Solomonovich Kompaneetz, known, in addition to his outstanding
scientific results, for his sense of humor, leant about LAK theory, he said, “It is excellent
that the authors did not employ the inverted order of them.” The joke is that kal in Russian
means excrements.

To complete my description of the Chair for Quantum Theory, I should add that it
was headed by one of the most prominent experts in theoretical physics, a very respectable
person with the highest moral standards, Academician of the Soviet Academy of Sciences,
Mikhail Aleksandrovich Leontovich [8]. Alas, all of them have already passed away.

In 1969, I knew nothing about these people and the Chair, but Anisimov did know.
Therefore, when I asked his advice about the specific Chair at the Faculty of Physics for my
specialization, he immediately replied, “The one where .M. Lifshitz is a Professor.” I took
his advice and applied for the specialization at this Chair. Once again,  was lucky — my
application was approved, and in addition to the excellent external scientific environment
at the Landau Institute, I benefited from that at the Chair for Quantum Theory.

Soon after my appearance at the Chair, I began to attend lectures on the quantum
theory of metals given by Kaganov. Bearing in mind that Kaganov was a brilliant lecturer,
it is easy to understand that I admired the beauty of the lectures and that of the theory
as a whole. Thus, it is easy to understand that, when Anisimov asked me about the
preferences for the topic of the future study, my reply was, “Something from quantum
solid-state physics”.

It is worth mentioning that, at the time, I did not have any idea about the specific
subfield, where the accomplishments of Anisimov lay (namely, laser-matter interaction,
physical hydrodynamics, shock waves, plasma physics, and the like). Fortunately, he
was a physicist with broad interests and understood physics far beyond the frames of his
own subfield. It was a typical feature of physicists from the Landau Institute originated
by Landau himself: Broad knowledge helps to see cross-links between different, seem-
ingly unrelated, problems. This, in turn, sometimes helps to obtain very beautiful and
unexpected results.

Then, according to my desire, Anisimov posed me a problem from quantum solid-state
physics. It was related to the Gunn effect in semiconductors [9]. At that time, the effect
was a fascinating, challenging topic, and, up to now, it still attracts a great deal of attention
from researchers [10-15].

Naturally, now the understanding of the effect is more profound, and its mathematical
description is much more elaborated than it was 50 years ago; see, e.g., Ref. [16]. However,
since the goal of this paper is to generalize the methods and results discussed in Ref. [1],
making them applicable to a broad class of related problems, rather than to inspect specific
peculiarities of the Gunn effect itself; in what follows, I stick to the old model of the
effect [17] employed by Knight and Peterson [18] and then, in my paper [1].
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Very briefly, the essence of the phenomenon is as follows. In a strong enough electric
field, E, applied to a semiconductor, the conductivity of the sample depends on E, and
the current—voltage curve becomes nonlinear. In some cases, calculations based on the
assumption of the spatially homogeneous distribution of the current density, j, and E along
and across the sample give rise to very unusual behavior of this dependence so that, in a
certain area of the E values, an increase in E results in a decrease in j.

In what follows, only one-dimensional cases will be considered, so I can replace
j(E) = j(E). Then, by definition, the conductivity o = j/E. Let us define the differential
conductivity as ¢4 = dj/dE. Thus, the area mentioned above is characterized with a
negative differential conductivity. Here, I will not discuss the microscopic mechanisms
explaining the negativeness of 0;; a detailed description may be found, e.g., in Ref. [19].
Further increase in E makes ¢, positive again so that the overall shape of the current—
voltage curve resembles letter "N”, see Figure 1.

jcl ********

Jext

ch

Figure 1. A letter-N-shape current-voltage characteristics obtained under the assumption that
electric field E = const along and across the sample: the differential conductivity, oy is negative at
Eq <E<Ey.

It occurs that the assumption about the spatially uniform distribution of j and E in
the regions with ¢; < 0 is erroneous. This distribution is unstable against small spatially-
inhomogeneous perturbations and, eventually, is destroyed owing to their growth. In
certain cases, the instability ends up forming a strong field domain bounded by the cor-
responding layers of charge density. The domain drifts along the sample with a constant
speed until it hits the sample edge (anode). The domain disintegrates there, a new one
emerges at the opposite side of the sample, and the process repeats. As a result, oscillations
with the period L/v are generated. Here, L stands for the sample length and v is the drift
speed of the domain. This is the Gunn effect [9]. It is successfully used in Gunn diodes to
generate microwave oscillations [19].

Let us consider an idealized case of a single traveling strong-field Gunn domain
drifting with a constant velocity along an infinitely-large sample. The “strong-field domain”
means that the field outside it equals E; (see Figure 1), while inside the domain, it is greater
than that. Then, if the voltage applied to the sample is constant, the single domain with a
fixed shape is stable, while a configuration with several domains is not. However, if an
external source fixes the current in the sample, even the single domain becomes unstable.
The instability affects the faces of the domain, which begin to move in opposite directions
with respect to the center of the traveling domain. If they move to each other, the domain
contracts and, eventually, collapses. If the faces move in the opposite direction, the domain
expands and transforms into two traveling layers [19].

Linear analysis of this secondary instability of a single traveling domain at a fixed
current in the circuit was performed by Knight and Peterson [18]. Mathematically, the
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stability problem was reduced to the calculation of a gap between the ground and the first
excited states in the one-dimensional Schrodinger equation with a complicated potential
(see below). To this end, Knight and Peterson employed the Wentzel-Kramers-Brillouin
(WKB) approximation. However, this approximation is accurate for highly excited states
when the characteristic spatial scale of the wave function oscillations is small relative to
the one for the variations of the potential. This is not the case for the ground state. Hence,
the accuracy of the results obtained in Ref. [18] through the WKB method, at least, was
questionable. The problem, posed for me by Anisimov, was to check the results of Knight
and Peterson employing for the calculations an approximation different from WKB.

If I faced this problem now, quite probably, I would have used the Ritz method
supplemented by the orthogonality condition of the wave functions of the ground and
excited states [20]. However, at that time, I was much more ignorant than I am now.
Therefore, instead of taking a simple, known way (perhaps, at that time, it was neither
simple nor known for me), I decided to go on my own one. Specifically, I decided no less
than to find a new method to obtain approximate solutions to the Schrodinger equation
opposite to the WKB-method, which could be suitable for the ground and low-excited
states. Furthermore, I succeeded in doing that! So, maybe, ignorance is not always bad.

The main idea of the developed approach is somewhat unusual for quantum me-
chanics, where approximations conventionally are targeted to a wave function, while
the potential is given and fixed. However, if one has ground and low-excited states in a
complicated potential, the potential has a sharply varying profile relative to that of the
wave functions, and the latter is not very sensitive to the fine details of the former. If so,
why does one not try to approximate the potential, with some simple shapes, say, with
square wells? Then, the Schrodinger equation becomes either exactly solvable or readily
treated by perturbation methods.

The most challenging task was to set the first step in this way. The rest was just a
matter of not so complicated calculations. I quickly did them and presented the results to
Anisimov. “Very well,” he said, “the problem is solved. Write a paper. One more point to
be made. II'ya Mikhailovich Lifshitz has organized a periodic scientific seminar at your
Faculty. It takes place every second and fourth Thursday of a month from September to
June. I recommend you to contact II'ya Mikhailovich and ask him to put your talk about
this study in the seminar program.”.

Up to now, I remember how difficult it was for me (a fourth-year undergraduate
student) to approach such a famous scientist as I'ya Mikhailovich was and request a talk
at his seminar. Finally, I gathered up all my courage and did it. “Excellent,” replied Il'ya
Mikhailovich, “Please contact the seminar’s secretary, Mr. Rzhevsky, and ask him to find
the nearest free spot in the program. Will 45 minutes be enough for you?”.

To give a 45-min talk in front of an audience of top-rank experts, including a dozen of
world-class scientists! My knees turned to jelly, but there was no way to retreat.

It is remarkable that I can vividly remember any moment before and after my talk,
but nothing of the talk itself. However, it seems that I stood this test. Moreover, the talk at
this seminar was a milestone for my relationship with Il'ya Mikhailovich. Since then, every
one of my new results was discussed with him, either through a talk at the seminar or in a
private manner at his office at the Kapitza Institute. Later on, I became a close associate and
coauthor of Il'ya Mikhailovich [21]. We even had a joint Ph.D. student. Our close contact
lasted until his unexpected premature death of a heart attack in 1982.

However, all this will be later on. At the time I am talking about, I could not imagine
even a small part of that.

Thus, the first task (the talk) was complete, but the second remained: I had to write a
paper. It was my very first paper, and it took a lot of my time and efforts to do that. Finally,
an extended manuscript (in Russian) was submitted to Fizika i Tekhnika Poluprovodnikov
(Physics and Technology of Semiconductors).
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It was the beginning of the bad luck for this paper. At that time, a new publication
option was introduced. For some papers (especially lengthy ones), only abstracts were
published. The papers themselves were deposited in specially assigned institutions. If an
abstract of such a paper drew somebody’s attention, and he/she was interested in the
complete text, a copy of the one could be posted to him/her upon a request. Maybe it
was an attempt to reduce the printed size of scientific journals and to solve, at least partly,
the eternal Soviet problem of paper deficit. Anyway, my paper was accepted under this
condition. Its abstract was published, see Figure 2, while the full text was deposited at
Research and Development (R&D) Institute Electronics.

Since then, many events have occurred. The country named the Soviet Union does
not exist anymore. Regarding R&D Electronics, I am afraid it has shared the destiny of
the country. Now, I am residing within walking distance from the building where R&D
Electronics used to be. It is a shopping mall there. Then, it is quite probable that the full text
of my paper has ended up in a nearby scrap-heap, and the abstract reproduced in Figure 2
is the only remaining piece of the paper.

Boin. 10 AD2-—416 or 30 mwoms 1971 1.

Ob HHKPEMEHTE HEYCTOWYHNBOCTHM F'AHHOBCKHX JOMEHOB B PEKUME
HOCTOAHHOI'O TORA

M. H. Tpubeaberuii

HUccaenyercss pasBUTHE HEYCTOHUMBOCTH B IIHPORKX TAHHOBCKHUX JoMexaX (mupmua
BEPINHHE MHOTO 00JbIIe IMPHIH (POHTOB) B PeKEMe CTANHOHAPHOTO BHEIIHETO TOKA.
B ocroBY pacueTos noxoskena GeHOMEIONOTHIECKAT MOJI@Ab, B KOTOPOH HOJHKI TOK CKiIa-
HEIBACTCS U3 TOKA IpoBoAuMOCTH M Au)dysmonzoro Toka. HeycTolumBocTL 3aKIIOUALTCS
B TOM, u9TO (POHTH JOMEHA HAYMHAIT CMENIATHCS B IIPOTHBOIOJOIKHEIX HAUDaBISHHAX.
BplumeyieH HHKpDEeMeHT Hapacranmsg meycroiamsoctu. Kospdumwent puddysmu mpemmo-
Jarajics Ie3aBUCAIEM OT IOJA. 3aJaga MaTeMATHIeCKH cBeJach K DPeIUeH!o ypaBue-
MHA THIA OjHOMEPEOro ypasueHus Ilpepmurepa ¢ HEKOTODHIM CIOMKHBIM HOTEHITHAIOM.
Iloxasano, 4To pe3yapTaTRl ¢1afo 3aBHCAT OT BHAA 910r0 moreHpmana. [lostomy om 6wux
3aMeHeH IOTEHIIMaJZOM B BHIE JBYX NPAMOYIOJBHHX fAM, 9T0 IO3BOJNIC BHIIOJNHWTH Pac-
HgeTH B KOHNEYHOM Buje. 3ajava pelieHa B ABYX HPEHedbHHX CHYYasX: CHMMETPHUNOIO U
CHIBHO HECHMMETPHYHOTO AOMeHOB. B 060HX caydasx BHYUCIEHHI JOMOIHUTENBHOE Oaje-
HHe HAIDPAKeHMS- HA AOMEHe, a Tawke MupUHA QPOHTOB U BEPIIHHBL ZOMEHA.

CyHiecTBeHHO, YTO B KOHEUHHII pPesyibTar HE BXOAAT Kakue-mnb0 HHTerpajbHbHeE Xa-
pakrepucTHEN. OH 3aBHCHT TOJBKO 0T 3uaveHus QyHruud j (£) u dj/dE==s; B HOKOTOPEX
XapaKTePHEX TOYKaX. PasBureni meTos (€3 CYMCCTBCNNEX HaMenermil MoskeT GLITh mpI-
MeHeH K HCCIeJOBAHMIO XaparTepa HEYCTOMYMBOCTH BOIH B BHAE ABYX H 50Jee ZOMEHOB.

Hocrynmio B Pepaxkumio
13 wmapra 1971 T,

Figure 2. The only ever published piece of paper [1] (in Russian).

The English translation reads:

Vol. 10 DE-416 dated 30 June 1971
On the increment of the instability of the Gunn domains in the direct current regime
M. I. Tribel’skii

The growth of instability of wide Gunn domains (the width of the top is much larger
than the widths of the faces) at the stationary external current regime is inspected. The
basis of calculations is the phenomenological model, in which the total current is composed
of the conductivity current and the diffusion one. Instability affects the domain faces
so that they begin to shift in opposite directions. The instability increment is calculated.
The diffusion coefficient is supposed to be independent of the field. Mathematically the
stability problem is reduced to a one-dimensional Schrodinger equation with a certain
complicated potential. It is shown that the results are weakly dependent on details of this
potential. Therefore, the potential is approximated by two square potential wells (separated
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by a barrier), which made it possible to obtain an explicit expression for the increment.
The problem is solved in two limiting cases, namely symmetric and highly asymmetric
domains. In both cases, additional drops of voltage on the domain are calculated, as well
as the width of the faces and the top of the domain.

It is essential that the final result does not include any integral characteristics of the
problem. It depends only on the value of the functions j(E) and dj/dE = o, at certain
characteristic points. A developed method without significant changes may be extended to
the study of the instability of waves in the form of two or more domains.

Received 13 March 1971.

The next attempt to publish these results I made after the defense of my Master
Science Thesis. An appointed referee of the thesis was another disciple of Landau, Igor
Ekhiel’evich Dzyaloshinskii [22]. After reading the thesis, he said that the results of this
level should be available to the international community, and I should publish them abroad
in English (when the first draft of the present paper was ready, I learned the sad news:
Igor Ekhiel’evich Dzyaloshinskii passed away on 14 July 2021).

To publish abroad, ... it was easier to say than to do. Not to mention poor English,
which I had at that time, sending a scientific paper abroad from the Soviet Union was not
simple at all. The authors themselves were not eligible to do that. A manuscript had to be
sent through specially authorized personnel. The personnel decided whether or not the
paper could be submitted abroad, and, if the decision was affirmative, they took care of
the submission.

Moreover, prior to the acceptance of the manuscript by the personnel, the authors had
to do plenty of paperwork. On top of that, it took 2-3 months on average for mail to be
delivered to the addressee. Up to now, I wonder why this was so much. Even if horses
delivered the mail; it would not have taken such a long time!

I discussed the matter with Anisimov, and we decided to submit the paper to the
East-German journal Physica Status Solidi published in English. There were two reasons for
this choice. First, sending a paper to an Eastern bloc country required less paperwork, and
chances to get permission for the submission were higher than that in the case of a Western
journal. Second, the requirement for the English quality in this journal was not as strict as
those in the West. The latter was important since my English was far from being perfect.

Thus, I wrote in English an elaborated version of Ref. [1] including some new results,
did all the required paperwork, gave the bunch of documents to the “authorized personnel,”
and... lost control over the submission. Half a year elapsed, but I had not heard anything
from the Editors. Then, I sent a postcard to Physica Status Solidi asking for the status of
my paper. A reply came surprisingly fast—in just four months. However, it was pretty
unexpected. The Editors informed me that they had never received my manuscript.

By that time, on the one hand, I had already published a paper [23], where the
secondary instability of the Gunn domain was inspected just employing the Ritz method.
On the other hand, I got a job and, owing to that, was forced to abandon my study in
solid-state physics and focus on an entirely different topic.

Eventually, the results discussed in Ref. [1] have remained unpublished. Now, fifty
years later, I try to realize the advice of Dzyaloshinskii and make these results available to
the international community. Perhaps fifty years is a too long period to complete a task,
but “that is not lost that comes at last!”.

At the end of these, perhaps lengthy, remarks, I have to say that the results discussed
below are not exactly the same as those in Ref. [1]. First, it is not good to publish the same
results twice, even if the fifty years lie between the two publications. Second, I could not
do this, even if I wanted to—the original manuscript is lost, and I do not remember all
details. Last but not least: now I am a bit more experienced and educated than I was fifty
years ago. Therefore, I extracted from this old problem the essential points and generalized
them. These points are as follows: (i) the conclusion about the instability of traveling pulses
in a broad class of nonlinear diffusion-type problems and (ii) a new method to obtain
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the bottom-part spectrum of the Schrodinger equation with a complicated potential. A
discussion of these two issues is given below.

2. Problem Formulation

Thus, the problem is to find the instability increment for a single traveling Gunn
domain at a fixed current in the circuit. According to what has been said above, the current—
voltage characteristic of the semiconductor sample in question has the shape schematically
shown in Figure 1. Regarding the external current, jext, let us suppose that it satisfies the
restrictions jo1 < jext < je2, S0 that the equation j(E) = jext always has three roots, E 5 3.

It is important to stress that the curve, shown in Figure 1, is not the actual current—
voltage characteristic of the sample. As mentioned above, it would have been the one
provided E is a constant along and across the sample. Obviously, this is not the case for
the traveling domain, when E is coordinate- and time-dependent. Therefore, only the
stable branches of the presented curve with ¢; > 0 coincide with the actual current-voltage
characteristic. In contrast, the whole curve in Figure 1 should be regarded as the field
dependence of the normalized average electron drift velocity [17].

It is convenient to normalize the electric field over E; and j(E) over jext introducing
the dimensionless quantities £ = E/Ej and u(&) = j(E)/jext- Then, under certain assump-
tions, in the traveling coordinate frame connected with the domain, the normalized electric
field in the sample is described by the following equation [19]:

DEz + afs — u(E))E + [1 — u(E)] = & m), 1)

where the subscripts indicate the corresponding derivatives. Equation (1) is written in
dimensionless variables, whose detailed definition is not important for the subsequent
analysis (it may be found in Ref. [19]). Note only that D, s, ¢, and # stand for the diffusion
coefficient, the domain velocity in the laboratory coordinate frame, traveling coordinate,
and time, respectively; a = const > 0 is the ratio of two characteristic spatial scales of the
problem at E = E,.

Let us suppose that D = const. This assumption simplifies calculations, but it is not
crucial for the analysis. A more general case, when D = D(&), was inspected by Knight
and Peterson [18].

It is important to stress that, if the dependence u(€) is not related to the specific shape
of j(E), shown in Figure 1, Equation (1) is nothing but a nonlinear diffusion equation of
quite a general type describing a wide diversity of problems. Accordingly, the results
discussed below may be applied to a much broader class of problems, provided these
problems have traveling solitary-wave-type solutions.

For a steady-state traveling wave, the right-hand side of Equation (1) vanishes, and
the equation transforms into an odinary differential equation. For the problem in question,
a simple analysis reveals that its phase plane (£, £¢) has three singular points situated at
the £ axis at £ = £ 3 corresponding to E = Ej 3 in Figure 1. Note that, by definition,
& = 1since £ = E/E;. In the phase plane, a single traveling domain is described by a
homoclinic path beginning in the saddle (£7,0), making a loop around the unstable focus
(&2,0) and ending up in the same saddle (&1, 0), see Figure 3.

It is possible to show that such a solution of Equation (1) exists at s = 1 solely [18].
Since this is the only case I am interested in, s below is always supposed to be equal to
unity. Then, the homoclinic path may be found explicitly [18]; however, I do not need this
expression for the subsequent inspection. Let us just designate the steady-state solution
of Equation (1) as £y(&). The goal of this paper is to analyze the stability of this solution
against small time-dependent perturbations 5& (&, 77).
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Figure 3. Phase plane (£,& 6) (schematically). Three singular points are marked with red. The blue
curve designates the homoclinic path corresponding to a single traveling domain. If the point (Em, 0)
merges with (&3,0), the homoclinic path is split into two independent heteroclinic ones (the upper
and lower parts of the homoclinic path, respectively). See text for details.

3. Stability Analysis

The stability analysis performed in Ref. [18] generalizes a brilliant approach by Zel-
dovich and Barenblatt for the inspection of the stability of a slow combustion front [24].
The main idea is as follows. Let us suppose that & (&, 77) = €1 (&) exp(—Ay), where A is
an eigenvalue of the stability problem. If there is a negative A in the problem’s spectrum, it
means instability.

Substituting £(&, 17) = £ (&) + £M (&) exp(—Ay) in Equation (1) and linearizing the
result in small £1), one arrives at the eigenvalue problem:

DEY +aft —u(EQ@))EN — ug (0 ()€W = —agW, o

supplemented with the boundary conditions £() — 0 at ¢ — +co. Then, introducing a
new function (&) connected with £1)(¢) by the relation,

9(©) = e [ (1= €0 @) )£V (@) = FOEV @), ®
one reduces Equation (2) to the standard Schrodinger equation:
Hyp = Ay, @
. a2
H= _deZ_'_V(é)’ (5)
(21— w0 @)\ 268" @)\ ue(£0()
v(e) = <2D +1- = > ®

where A = A/D. Let us remark that there is a misprint in the expression for V(¢) in
Ref. [19] corrected in Equation (6).

Note that, since the homoclinic path begins and ends up at the same singular point
(&1,0) and u(&;) = 1, the considered steady-state traveling domain solution satisfies the
condition u(£©)(&)) — 1at & — +co. Therefore, as it follows from Equation (3), ¢(¢) and
e (&), both have the same asymptotic behavior at { — =+co. This is important since it
means that none of the solutions of the Schrodinger equation generate “false” solutions of
the initial stability problem, which may not satisfy the boundary conditions £ (&) — 0 at
¢ — *oo.
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Now, the most essential part of the stability analysis begins. If £(©) (¢) is a solution of
the steady-state version of Equation (2), then, owing to the translational invariance of the
problem €(©)(¢ + &), where ¢ is any constant, also is its solution, i.e., being substituted in
the left-hand side of Equation (2), £ ©) (& 4 &), turns it to zero identically.

Let us consider the limit & — 0. In this case, £(©) (& 4 &) ~ £©) (&) + 5§(O> (&)Co, and
0

s ()& here may be regarded as an infinitesimal perturbation to £(©) (¢). The perturba-
tion transforms the steady-state solution into another steady-state solution. This means
that such a perturbation is neutrally-stable and should not evolve in time. In other words, it

means that £”) (¢) is an eigenfunction of the stability problem with zero eigenvalue.

Note that we obtain this result based on the translational invariance solely, without the
employment of a specific form of the differential operator in Equation (2). These neutrally-
stable modes generated by a transformation of a continuous group of symmetry are called
Goldstone modes. Since 2008, when the implementation of such a mode in strong-interaction
physics (do you remember my remark about interconnections of different fields in physics?)
resulted in the Nobel Prize being awarded to Prof. Yoichiro Nambu, they have also been
called Nambu—Goldstone modes.

It is interesting to note that, twenty-five years after the publication of Ref. [1], I
returned to the inspection of the role of Goldstone modes in stability problems. This study
resulted in the discovery of a new type of chaos at the onset analogous to the second-order
phase transitions in statistical physics, where the mean amplitudes of the turbulent modes
played the role of the order parameter [25-27].

However, I have departed from the stability analysis of the Gunn domain. It is
high time to be back. Actually, not so much remains to be done. Collecting together all
mentioned above, one can conclude that

(&) = F@)E (@) @)

is the eigenfunction of the Schrodinger equation, Equations (4)—(6) with zero eigenvalue.
Recall now the oscillation theorem [20]. The theorem states that, in a one-dimensional
Schrodinger equation, the nth wave function of a discrete spectrum should vanish 7 times.
Then, it is not a complicated task to show that the integral in the exponent in Equation (3)
always remains finite, i.e., F({) never vanishes. Thus, all zeros of (&), if any, coincide

with those of £ éo) (&). Finally, since for the traveling domain the profile £(¥) (&) has a single
maximum (the homoclinic path in the phase plane (£, £¢) crosses the £-axis at £ = &,

situated in between &, and &3, see Figure 3), the product F(&)E éo) (¢) has a single zero at
the value of § corresponding to the maximal field achieved in the domain, &y,. It means
that the wave function (3) is the one for the first excited state. The “energy” of the ground
state should be lower than those for excited states. Since the first excited state has zero
“energy” this gives rise to the conclusion that the ground state has negative “energy”,
i.e., the spectrum of Equations (4)-(6) has a single negative eigenvalue. In other words,
the solution £(0)(¢) is unstable with the instability increment equal to the modulus of A,
corresponding to the ground state of the Schrodinger equation.

Though the problem in question has several parameters, the actual control parameter,
which relatively easily may be varied in an experiment, is the current in the circuit, jext.
Varying jext, one can change the values of E; 5 3 and hence the shape of the traveling domain.

At a certain value of jext = jo, the maximal field in the domain, &y, merges with &3,
and the homoclinic path in the plane (£, £¢) is split into two independent heteroclinic paths
connecting the singular points (£1,0) and (£3,0). One of these paths lies entirely in the

upper semi-plane. For this solution, & éo) is always positive at any finite ¢. The other lies

entirely in the lower semi-plane and, for it, £ O <oat any finite ¢, see Figure 3. Each of
these solutions corresponds to a traveling charge layer transferring the sample from one
steady-state to another steady-state.
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It is important that, since, for the layers, £ © does not vanish at any finite ¢, the
corresponding wave function given by Equation (7) is the one of the ground state of the
Schrodinger equation. This means that, in contrast to the traveling domain, the traveling
layers are stable [18,19].

4. Spectrum of Schrédinger Equation

Thus, to get the value of the instability increment and, hence, the characteristic time
for the traveling domain decomposition, one has to obtain the energy level for the ground
state in the Schrodinger equation with the complicated potential given by Equation (6).
As it has been mentioned above, the main idea employed in Ref. [1] to fulfill this task is
to approximate the actual smooth potential by a superposition of square potential wells.
The parameters of the wells are selected so that the approximated potential keeps all main
features of the initial smooth profile. One of the approximation parameters remains free. It
is fixed by the condition that, for the first excited state, A = 0.

This procedure reduces the solution of the complicated initial problem to finding the
roots of a set of transcendental equations. In the worst case, the latter may be readily done
numerically. To illustrate this rather general approach, a simple case of a broad traveling
domain is discussed below.

The domain becomes broad when jex; approaches jj. In the phase plane, it corresponds
to the shift of the regular point of the path (£m, 0) toward the saddle (£3,0). In this case, the
domain approximately may be presented as a nonlinear superposition of two layers with
opposite charges, and the potential (6) has a shape of two wells separated by a barrier.

Each well is associated with the corresponding layer. The width of the barrier equals
the distance between the layers and is large in the case under consideration. Then, the
tunneling through the barrier is exponentially weak. If the tunneling were suppressed
entirely, each well would have corresponded to the potential generated by a single layer
and, in accordance with the mentioned above, had the ground state with A = 0. Thus, it is
clear that the level with A < 0 for the domain occurs due to the finite tunneling resulting in
the splitting of the ground states in the two wells with the same value of A = 0. Therefore,
instead of the employment of a rather cumbersome general procedure of the solution of an
entire problem with the finite tunneling, let us, first, neglect the tunneling and consider
the solutions of the Schrodinger equation in each square well separately. Then, the finite
tunneling is taken into account with the help of perturbation theory.

The values of the parameters of the square wells approximating the smooth profile
of the potential may be obtained by inspection of Equation (6). For example, bearing in
mind that at ¢ — oo, the solution £() (&) describing the domain satisfies the conditions
FAQRY géo) — 0 and that, by definition, u(€123) = 1, one immediately obtains that
both outer walls of the wells have a height equal to u¢(&;)/D. Similarly, the barrier height
isug(Em)/D =~ ug(E3)/D. The widths of the wells and the barrier are estimated based on
the exact solution describing the domain path in the phase plane obtained in Ref. [18]. The
last remaining parameters are the depths of the wells. They are fixed by the conditions that
the ground state in each well has A = 0.

I do not present here these simple but cumbersome calculations. Just note that the
problem is rather robust against errors in the approximation of V(&). The robustness is
related to the smallness of the split of the ground levels in the wells due to the tunneling
and the fact that, at the employed approach, the important condition A = 0 for the ground
state in each separate well holds automatically.

Let us suppose that the wave functions, |1,2), of the ground state for each well are
known and that these wave functions satisfy the equations I:Il,2|1,2> = 0. Here, Hl,z
designates the Hamiltonians, whose potentials, Uj, are the corresponding single-well
potentials. Let us look for the wave function of the complete problem with the two-well
potential in a form of a linear superposition of |1,2):
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§) = a1l1) +e22), ®)

where ¢y, are constants, which should be defined in the course of calculations. Then, since
|p) is an eigenfunction of the complete Hamiltonian H,

A1) + coH|2) = Ay [1) 4+ ¢2)2)). )

Making scalar products with (1,2| and taking into account the normalization condi-
tions (1|1) = (2|2) =1, one arrives from Equation (9) to the following equations for ¢ »:

(Hll — A)C] + (le - A<1‘2>)C2 = 0, (10)
(H21 — A<2|1>)C1 + (sz — /\)Cz = 0, (11)

where Hyy, Hip, Hp; and Hp; stand for the corresponding matrix elements. Note that
the wave functions |1) and |2) are not orthogonal since they are the eigenfunctions of the
different Hamiltonians, namely, A, and A, # Hy.

The solvability condition requires vanishing of the determinant of Equations (10) and (11).
This results in a quadratic equation for A. The difference, A = [A1 — A;|, between the two
roots of this equation approximately equals the desired instability increment.

This result has completed the instability analysis. However, the exact expression
for A is rather cumbersome. Therefore, it is worth simplifying this result, employing the
smallness of certain parameters in Equations (10) and (11). To this end, I have to estimate
the matrix elements and the overlap integrals (1,2|2,1).

To calculate the matrix elements, it is convenient to single out from the full double-
well square potential, Vpws(&), the part corresponding to a single well, i.e., to suppose
that Vpws(§) = Ujp — Vi, see Figure 4, where for the first well (left side of Figure 4),
Vi =0at¢ < {3, while, at § > ¢3, the sum of Vpws and V; equals the height of the barrier.
Similarly, for the second well (right), the sum Vs + V> equals the height of the barrier at
¢ < o, while, at > ¢, the potential V, = 0. Thus, U ; are the single-well potentials, and
the corresponding Hamiltonians acting on their wave functions produce zero. Then, the
leading terms in the matrix elements are estimated as follows:

Hyy = —(1|Vi[1) ~ Hyy = —(1|Va[1) ~ exp|—2dy+/1c(E5)/D), 12)

where d}, = {3 — ¢ is the barrier width. The same estimate is true for Hy, (for the sake of
simplicity, the widths of the corresponding wells, d1 »+/1¢(£5)/D, are supposed to be not
small). In the same manner, one obtains

H12 ~ H21 ~ <2|l> ~ <1|2> ~ exp[fdb ug(fs)/D}, (13)

Then, in the leading approximation,

A = Hyp + Hyy ~ expl—dp\/ug(E3)/D]. (14)

Thus, as it could be expected, the value of the instability increment for the broad
domain is exponentially small indeed.

Finally, note that, for each single square well, the normalized wave functions |1,2)
may be readily obtained in the explicit form, including the normalization constant. Then, it
is just a matter of more or less routine calculations to improve the accuracy of Equation (14),
taking into account the prefactors and dropped higher-order exponentially small terms.
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Figure 4. Schematically: The actual double-well potential V(¢) (smooth blue line). The approximation
of V(¢) by the double-well square potential, Vpws(¢), is shown in black; ;34 designate the
coordinates of the walls of the wells. U; »(&) = Vpws(¢) + V1,2(&) are the potentials of the single-
well approximation, when tunneling is neglected.

5. Conclusions

Summarizing and generalizing the discussed above, one arrives at the following
conclusions:

e  The analysis of the linear stability of traveling wave solutions in a wide class of
nonlinear diffusion problems is reduced to inspection of a bottom part of the spectrum
of the associated Schrodinger equation, whose potential is generated by the profile of
the analyzed solution.

e The translational invariance transformation generates in the stability spectrum a
neutrally-stable (Goldstone) mode.

e The qualitative answer to the question about the stability of the solution is readily
obtained based on the oscillation theorem—if the Goldstone mode does not have any
nodes, the solution is stable. Otherwise, it is unstable.

e To quantitatively characterize the instability (if any), the “energy” level of the ground
state of the Schrodinger equation should be obtained.

e A powerful tool to make the problem of a bottom part of the Schrédinger equation
spectrum tractable is to approximate the potential by square wells.

These conclusions are rather general. They are valid far beyond the frameworks of the
Gunn effect and, hopefully, may help to analyze the stability of traveling waves in a broad
class of nonlinear diffusion problems.

The developed approach to find an approximate solution and spectrum of the Schro-
dinger equation with a complicated potential valid for ground and low-excited states may
be regarded as a complement to the known Wentzel-Kramers-Brillouin (WKB) method,
which is good in the opposite case of high-excited states. A common disadvantage of both
approaches is the approximation error, which is difficult to improve and even to control.
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Abstract: A superchiral field, which can generate a larger chiral signal than circularly polarized light,
is a promising mechanism to improve the capability to characterize chiral objects. In this paper, Mie
scattering by a chiral sphere is analyzed based on the T-matrix method. The chiral signal by circularly
polarized light can be obviously enhanced due to the Mie resonances. By employing superchiral
light illumination, the chiral signal is further enhanced by 46.8% at the resonance frequency. The
distribution of the light field inside the sphere is calculated to explain the enhancement mechanism.
The study shows that a dielectric sphere can be used as an excellent platform to study the chiroptical
effects at the nanoscale.

Keywords: Mie scattering; superchirality; circular dichroism; T-matrix

1. Introduction

Chirality describes the asymmetric feature of a three-dimensional object, whose mirror
image is different from itself [1]. Objects with chirality are quite common in nature. In
the human body, most of the important molecules have chirality, such as DNA, enzyme,
and protein. As a wave phenomenon, the light field also has chirality [2]. A well-known
example is circularly polarized light (CPL). Left circularly polarized (LCP) and right cir-
cularly polarized (RCP) light beams are a pair of enantiomers that have opposite spins.
The interaction between the light field and chiral objects has attracted great interest from
researchers [3]. The chiral properties of the objects can be evaluated by the different
responses under illumination of LCP and RCP lights. This chiral signal is useful to dis-
tinguish and measure the chirality of a sample. In natural materials, the chiral signal is
very weak (1073=107°) [1]. The main reason is the mismatch between the size of the chiral
molecules and the light wavelength. In previous studies, it has been shown that plasmonic
structures can increase chiral signals by orders of magnitude owing to the strong light
confinement near the metallic surface [4]. The plasmonic chiral structure is used to improve
the sensing performance of enantiomers [5]. In a nonchiral structure, optical chirality can
be largely increased [6]. It has been shown that the local chirality of the light field can be
tailored near the plasmonic structure. The optical antenna theory can be used to design the
chiral light [7]. Symmetric metal-dielectric-metal (MDM) metamaterial structures have
also been proposed to enhance the chiral light-matter interaction [8]. However, metals
have intrinsic loss, which fundamentally limits the practical performance of the designed
plasmonic structures. Recently, dielectric nanoparticles with high refractive indices have
also been used to manipulate the light field at the nanoscale [9]. The supercavity with
high g-factor can be designed by subwavelength high-index particles [10]. The electric
and magnetic resonances in silicon nanoparticles can be utilized to enhance the quantum
efficiency of silicon nanoparticles [11]. The anapole mode in such kind of particles has
been intensively studied recently [12]. The simplest case of an anapole is caused by the
destructive interference between the electric dipole and the toroidal moment. In 2015, the
radiationless anapole mode in visible was first observed [13]. By tuning the geometry of
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the scattering particle, an obvious dip can be found in the far-field scattering spectrum,
which is caused by the excitation of the anapole mode. Moreover, by tailoring the incident
field, the anapole mode can also be excited in a dielectric sphere [14]. The electric and
magnetic resonances can be strongly excited inside the high-index particles with low loss,
which may further enable the chirality enhancement. Besides the enhancement mechanism
arising from near-field structures, the enhancement of a chiral signal can also be realized
by tailoring the light field. Traditionally, circularly polarized light is believed to have the
highest chirality. However, Cohen proposed the superchiral field, which has larger chirality
than circular polarized light [15,16]. Recently, it was demonstrated by us that a localized
superchiral hotspot can be generated by tightly focusing a vectorial light beam with orbital
angular momentum [17].

In this study, a method based on the T-matrix is employed to efficiently analyze the
scattering process by a chiral sphere. It is demonstrated that two enhancement mechanisms
can be employed to enhance the scattering circular dichroism (CD) signal of a chiral sphere
simultaneously.

2. Materials and Methods

To consider the chiral property of the sphere in our theoretical model, the following
constitutive relations are used [18]:

D = ¢E — jxsH, 1)

B = psH + jKsE. )

In Equations (1) and (2), s, is, and x5 are the permittivity, permeability, and chirality
parameters of the material in the sphere. Following the procedure proposed by Bohren [19],
the electromagnetic field in the chiral sphere (E;, H;) can be expressed by the linear
transformation relation:

L e lle] ®
H; &s ] Esls Qr

Because of the transformed fields, Q; and Qg should satisfy the wave equation,
V2Qq g + k2L /rRQL/r = 0. They can be expanded by the linear combination of vector
spherical harmonics (VSHs):

+oo  +n
QL= 2 2 Cnn[RgMin (k) + RgNpn (kr)], (4)

n=1m=-n

+oo  +n
Qr = Z Z dn [R§Myun (kr) — RgNun (kR)], (5)

n=1m=—n
where k; /g = W\ /Esps F wKs, and m and n are both integers. In this study, RgM,,,, and
RgN are regular VSHs whose values at origin are finite, and My;;;; and N,;,;, are outgoing
VSHs with singularity points at origin. The definitions of these VSH functions can be found
in [20]. Outside the sphere, the incident field (Ejnc, Hine and scattering field (Es, Hs) can be
expressed as the combinations of VSHs:

+o00  n

Einc = Z Z (umnRngn +UmnRgNmn)/ (6)

n=1m=—n
1 +oo  n
inc = E Z Z (umnRgNmn + UmnRngn)/ (7)

n=1m=—n

foo  n
Es = 2 2 (amann + bmnNmn)/ (8)

n=1m=—n
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1 —+o00 n
H; = - Z Z (ﬂmnNmn + bmann)- )
iZy n=1m=—n

In Equations (6) and (7), the expansion coefficients u,,, and v, can be determined by
the incident light field. The multipolar decomposition of various types of focused beams
was considered in previous studies [21]. The expansion coefficients of 1,,; and v, for
the scattering field can be calculated by the T-matrix method. According to the boundary
condition on the surface of the sphere (r = R;), the T-matrix for a chiral sphere can be
obtained from:

[ I]EIS } _ T[ E,: } ~ [19] 1) [ I‘_Elnc } (10)
In Equation (10), the elements of the matrices T(Y) and T(?) are given below:

T, = iZoesln(koRo)Y, (kxRs) — iy/Exfispn (kxRo)Z, (koRs), an

T = iZoen (kg Ro)Ey (KoRs) — i/Estistn (koRe )Y, (K Rs), 12)

Ty = —Zoy/Efistn (koRs) ', (KLRs) + istpn (kLR)E, (KoRs), (13)

TS = Zoy/esfispn(kLRS)E , (koRs) — psiin (KoRs )Y, (KLRs), (14)

T® = _iZgespu(koRo)', (kxRs) + ir/ExTistpn(krRe), (KoRs), (15)

T3 = —iZoesn (kxR (KoRs) + ir/Esfistpu (koRo )Y, (K Rs), (16)

TS = ZoEsfispu(koRo )Y, (kLRs) = pistpu (kLR (KoRs), 17)

T8 = —Zo JEslistpu (kLR)Y', (koRs) + pistp (KoRs )Y, (KLR). (18)

In Equations (11)—(18), the Riccati-Bessel functions are defined as ¢, (0) = pjn(p) and

Cnlp) = phfll) (p). Zp is the vacuum impedance. kg = w/c is the wave vector in vacuum.
According to the Mie theory, the scattering power can be calculated by:

1 &
Wscat = 27(2),;

=1m

i (\umn\z-&- \bm,,|2>. (19)

The radius of the sphere is Rs = 75 nm, and the parameters of the chiral material
are €5 = 25, is = 1, and x5 = 0.01. The scattering spectrum under the illumination of
linearly polarized light in free space (19 = 1) is shown in Figure 1la. In the frequency
range of 200-700 THz, the scattering power is mainly caused by terms related to an
electric dipole (ED), magnetic dipole (MD), and magnetic quadrupole (MQ) [22]. Their
contributions to the scattering power can be analyzed by the following three terms from
the total scattering power:

1
Wep = =5 Y Jam |, (20)
23
1
Wb = 5753 [bm [, (1)
262
1
Waa = =3 Y lbm2|*. (22)
224

In Figure 1b, the spectral curves for the three scattering terms are helpful to analyze
the mechanisms of the Mie resonances. It can be clearly demonstrated that the three
peaks of Wsc,t in Figure 1a are caused by the MD, ED, and MQ resonances at frequencies
of 388.5, 538.5, and 563.5 THz, respectively. Linearly polarized light can be represented
as the superposition of left- and right-hand circularly polarized light. The circularly
polarized light is useful to explore the properties of materials [23]. To evaluate the chiral
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response of the sphere, the scattering CD parameter gcat is calculated, which is defined
as gscat = 2(Wehay — Wacar) / (Wekag + Wicye)- In this definition, Wi, and Wy, are the
scattering energies by the chiral sphere under the illuminations of LCP and RCP light.
There are two regions in the spectrum in Figure 1c, where the scattering CD single is
enhanced. One region is near the MD resonance wavelength, and the other is near the ED
resonance wavelength. However, the signs of CD values in the two ranges are opposite. The
inversion of the optical chiral response can be attributed to the main absorption mechanism,
which is converted from MD to ED when the light frequency is increased. In the region
where ED absorption is dominant, there exists a deep valley at a frequency of 563.5 THz,
which is exactly the MQ resonance frequency.

0.03
o 002
(8]
2 oo01
- —Mp| 2
5 ——ED § 000
8 008 — mMa @
i -0.01
2 509(R) S
) gao 300 400 500 600 700 200 300 400 500 600 700

Frequency (THz) Frequency (THz)

Figure 1. (a) The scattering spectrum of a chiral sphere with a radius of 75 nm under the illumi-
nation of linearly polarized light. The optical parameters of the sphere are &5 = 25 (permittivity),
us = 1 (permeability), and x5 = 0.01 (chirality). The sphere is in free space (refractive index ng = 1).
(b) The contributions to the total scattering energies from three different mechanisms (magnetic
dipole, electric dipole, and magnetic quadrupole). (c) The circular dichroism (CD) spectrum of gscat
under the illumination of left circularly polarized (LCP) and right circularly polarized (RCP) light.

As discussed above, the light field can be tailored to gain larger chirality than CPL.
To evaluate the chirality of the light field, the parameter of the CD enhancement factor
is defined as g/gcpr, where ¢ and gcpy, are the CD values of a chiral dipole excited by
the tailored light and CPL light. When g/gcpr. > 1, the tailored light can produce a larger
CD signal than CPL light. This kind of light is called superchiral field. Recently, it was
reported by us a highly localized superchiral hotspot by tightly focusing a radially polarized
beam with orbital angular momentum near the dielectric interface [17]. In this study, the
capability of the superchiral field to increase the scattering CD signal can be verified, when
the particle is at the Mie resonance. It has been proved that when the incident angle of
a focused beam is slightly smaller than the critical angle of totally internal reflection, the
chirality of the light field (g/gcpL) can be largely enhanced. Therefore, the configuration
in Figure 2 is considered. The chiral sphere is on the substrate with a refractive index
of n1, which is larger than 7. To analyze the interaction between the chiral sphere on
the substrate and the superchiral field, the T-matrix in Equation (10) should be modified
to incorporate the substrate into the theoretical model [22,24]. The scattering process is
illustrated in Figure 2. The light propagates from the substrate (11) to the air (np), and
the chiral sphere is illuminated by the transmitted light (Einc, Hinc). The scattering field is
expressed as [Es, H;]" = T[Eine, Hinc]T, where the T-matrix is given in Equations (11)—(18).
As shown by the red arrow in Figure 2, a part of the scattering field can be reflected by the
interface, and then the reflected field can also be scattered by the sphere again. One can
see that there is a round trip of light between the sphere and the interface. Therefore, the
multiple reflections between the sphere and the interface should be considered to build the
accurate scattering model. In this study, the matrix of Ly is the reflection matrix, and the
reflected field of the scattering field can be expressed as Ly [Es, H,]". The final scattering
field of the multiscattering process can be calculated by Equation (23) [24].

[ E: } - Jio(TLR)‘XT{ Fine } = [I*TLR]”T[ o } @3)

H; a=0 inc inc
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Figure 2. A schematic of the theoretical model to analyze light scattering by a chiral sphere on the
substrate. The blue and green arrows represent the path of the incident light (Ejn. and Hj,.) and
scattering light (Es; and H;). The red arrows represent the light reflected and transmitted at the
interface. Ly represent the reflection matrix.

According to Equation (23), the T-matrix for the sphere in free space should be mod-
ified as the effective one, which is Tegs = [I — TLg] I T. 1 represents the unit matrix. The
elements of Ly are the reflection coefficients of VSHs by the interface. To calculate these
coefficients, the VSH is first expanded by the plane waves. The directions of the plane
waves are represented by (5, (ﬁ) , where 0 is the polar angle and ¢ is the azimuthal angle.
The reflection coefficient of each plane wave can be calculated independently by the Fresnel
equation. The reflected field of the VSH can be obtained by recombining all the reflected
plane wave components. After these operations, the reflected field of each VSH field
scattered by the sphere can be calculated. To calculate the elements of Lg, the reflected
fields have to be expended by the VSH basis, which has been used to express the incident
field of [Ejnc, Him]T in Equations (6) and (7). The expansions of the reflected VSHs, My, »
and Ny, » can be expressed as:

+00 v

My, = Z Z [A;n/,mnRgM;w + B;n/,mnRgNyv}/ (24)
v=1p=—v
oo v

Nonr = Z Z [C;n/,mnRgM;w + D;m,mnRgN]w} . (25)
v=1p=-v

In Equations (24) and (25), the expansion coefficients can be determined by the follow-
ing integrals with the integration path of  being [71/2 + ico, 71]:

Apvmn = 5ym7mn,V/C (remzﬂi? = "fﬂ;nTgl)EZiko cosORs sin 06, (26)

B = —md ' mom __ m._m\ 2ikocosBRs ; gd’é 27

uv,mn = wm Ymn,v c TeTl, Ty —TFT, 7T, )€ sin 046, (27)

C — mé mo_m __ m.m') ,2ikgcos ORs §d9~ 28

wv,mn = wmYmn,y C T, 7T, T, T, )e sin , (28)

Dy,mn = —5;mz’Ymn,v/ ¢2iko cos ORs <1’9T,:nT,’,ﬂ — rpm? ) nﬁ’) sin 6d6. (29)
C

In Equations (26)—(29), rg and r are the Fresnel reflection coefficients for p-polarized
and s-polarized light, 7,/ and 71} are the angle-dependent functions in the Mie theory for
convenience [20]. The expression of 75, is in Equations (26)—(29), which is only related to
the order numbers (1, m and v):

— (—1)Vtmy—n (271+1)(Tl*m)! (2V+1)(me)!
Wmn,V*( 1) + \/n(n+])(n+m)!\/V(V+1)(V+m)!. (30)
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After obtaining the coefficients in Equations (26)—(29), the reflected matrix Lg can be
expressed as:
A C
Lg = { B D ] . (31)

Based on the theoretical model, light scattering by the sphere in the superchiral field
can be analyzed efficiently. To further simplify the calculation, let us consider the vectorial
Bessel beam as the incident light, whose field in a cylindrical coordinate can be expressed
as [25]:

i{]mﬁl(klrsine) — Jimg—1(K1r sine)] cos On,

Eine = elMo9tikizcos? []m0+1(klr sin @) + Jng—1(kq7 sin 67)} cos gnq, , (32)
—2Jny (ky7sin 8) sin 6n,,

— []m0+1(k1r sinf) + Jimg—1 (kqr sin §)]ny

imgp-+ikyz cos 0 l[]m[ﬁrl (klrsi_ng) — Jimp—1 (kyr Sing)]nq] . (33)

0

1
Hin = Ze

In Equations (32) and (33), my is the topological charge of the incident field. k; = n1kg
is the wave vector in the substrate. The refractive indexes of the substrate and air are
ny =1.518 and ny = 1. As shown in Figure 3a, this vectorial light beam can be regarded
as the superposition of the p-polarized plane waves, whose wave vector k lives in a cone
with the polar angle of § and the azimuthal angle ¢ € [0,27] in k-space. The chirality
enhancement factor at the focus point (r = 0) is calculated when the polar angle is changed
from zero to the critical angle of the total internal reflection, as shown in Figure 3b. When 6
is slightly smaller than the critical angle of 6, the hotspot region with high optical chirality
can be realized near the focus point. The sign of optical chirality is the same with the
topological charge m. Therefore, the scattering energies of W;",, and Wy, in the definition
of gscat are calculated when, mg =1 and, mp = —1 in Equations (32) and (33).

0, 0 20 —
>\ —1/cosé,

151 « Simulation

1cos 6, = 1= (12 / n2)sin® &

0 . T r . .
00 02 04 06 08 1.0
(a) (b) 616

Figure 3. (a) The model to analyze light scattering by the sphere in the superchiral field. The incident
field is the vectorial Bessel beam with orbital angular momentum of Equations (32) and (33), with
the topological charge, ny = £1. The refractive indexes of the substrate and air are n; = 1.518 and
no = 1. The incident angle is 6, and the refraction angle is Or (b) The enhancement factor of the chiral
signal from a dipole at the focus (r = 0). g and gcpy, are the CD factors under the superchiral light and
circularly polarized light (CPL) light. 6, represents the critical angle of total reflection.

In Figure 4a, the scattering CD spectrum for the sphere in the superchiral field with
0 = 0.98§C is calculated as shown by the black curve. For comparison, the red curve
represents the scattering CD spectrum for the same sphere in free space when illuminated
by CPL light. As discussed above, the chiral response can be largely increased at the
Mie resonance wavelength compared with that in the Rayleigh region, where the light
wavelength is much larger than the sphere diameter. The peak values of the two CD spectra
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are 0.0445 and 0.0303 at frequencies of 546 and 579 THz, respectively. It means that, by
introducing the superchiral field, the peak value of the scattering CD can be enhanced
by 46.8%. The relationship between this enhancement factor and the incident angle has
been calculated, as shown by the black curve in Figure 4b. The red dash line represents
the level of the peak CD value for CPL light. When the incident angle approaches the
critical angle, the CD enhancement is increased at first, and reaches the maximum value at
0 = 0.986,. Then the enhancement factor drops dramatically, which is quite different from
the prediction by the chiral dipole model in Figure 3b. To explain the difference, one should
notice that the CD value in Figure 3b is for a chiral dipole, which is an individual point.
However, the curve in Figure 4b is for the chiral sphere with a diameter of Rs = 75 nm.
As it has been reported previously [17], the area of the superchiral hotspot is decreased
when 8 is close to é}, which may make it mismatch the size of the sphere. When 0= 0.98@,
the superchiral hotspot collapses to a point with infinite optical chirality. Around the
singularity point, the light field becomes achiral. Therefore, there exists an optimized
incident angle for a chiral sphere with finite size.

0.06 - - Z g 0.05
m] J
& 0.04 8 0.04
2 0.02] 2 0.03;
< I3
8 0.001 *8‘ 0.024
- »
-0.02 . . - . 0.01 ; . .
200 300 400 500 600 700 080 085 090 095 1.00
(a) Frequency (THz) (b) 6/

Figure 4. (a) The black curve represents the scattering CD spectrum of a chiral sphere on the substrate
under the illumination of the superchiral field with 0= 0.98(50. The red curve is the scattering CD
spectrum of the chiral sphere in free space excited by CPL. (b) The peak value of the scattering CD
spectra with a different value of 0. The red dash line represents the peak value of the scattering CD
spectra under the illumination of CPL, when the sphere is in free space.

3. Discussion

To explain the mechanism of the peak value of the scattering CD for the superchiral
field in Figure 4a, the electrical and magnetic fields near the center of the chiral sphere
are calculated. In Figure 5a-d, the distributions of the incident field with my = 1 are
plotted. The frequency of the incident light is 546 THz. For the electric field, E, is dominant
compared with the parallel component in Figure 5b around the focus point. Because the
incident beam is entirely p-polarized, the field of H, is zero.

By employing the theoretical model above, the scattering field by the chiral sphere is
calculated in Figure 5e-h. The E|| and H|| of the light field are still the major components,
as shown in Figure 5e,g. Because the scattering fields of E, and H, both have the helical
phase term, the field intensity of E, and H, on the z axis is zero in Figure 5f,h. At the
frequency of the Mie resonance, the light field is well confined within the sphere. From
Figure 5e,g, it can be clearly seen that the resonance along the z direction is formed,
and the spatial intensity distribution of E| and H}| is well separated inside the sphere.
The regions of the enhanced magnetic field are both in the upper and lower parts of the
sphere. In these regions, the large magnetic field is helpful to increase the chiral response
through the coupling between the electric and magnetic fields inside the chiral medium.
It should be noted that, under the illumination of the superchiral field, the dip of the
scattering CD curve caused by the interaction between ED and MQ disappears. It means
that the chiral responses for different orders of the Mie resonances are not independent.
In recent years, the scattering by a dielectric sphere has also been employed to enhance
the circular dichroism of chiral materials [26,27]. The interaction between different chiral

107



Physics 2021, 3

mechanisms should be further studied, which may lead to deeper understanding of the
chiroptical effects and the development of novel technologies to distinguish and separate
chiral molecules and nanoparticles.
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Figure 5. The light field of the vectorial Bessel beam above the air-dielectric interface. The topological
charge is mg = 1. (a-d) The distributions of EH' E,, HH’ and H, without the chiral sphere. EH and E,
(H)| and Hy) represent the electric (magnetic) field components parallel and vertical to the interface.
(e-h) The distributions of E||, E,, H||, and Hg scattering by the chiral sphere. The incident light
frequency is 546 THz.

4. Conclusions

In summary, the theoretical method for analyzing light scattering by a chiral sphere in
a vectorial light field is developed based on the T-matrix method. Compared with a pure
numerical simulation (e.g., finite element method and finite-difference time-domain), this
analytical method is more efficient for analyzing the mechanisms of chiroptical phenomena.
Especially for a sphere with a subwavelength scale, the scattering field can be calculated
accurately by employing a smaller number of vector spherical harmonics. It has been shown
that the chiral response by a high-index nanosphere can be enhanced at the frequency of
the Mie resonance. Moreover, the superchiral field can be employed to further increase
the scattering circular dichroism value when the nanosphere is under resonance condition.
Therefore, to obtain the highest chiral signal, both the enhancement mechanisms arising
from the near-field nanostructure and the superchiral incident light field can be employed
and optimized simultaneously. Further exploration of the chiral interaction between the
artificially designed nanostructure (e.g., [28]) and the superchiral field is valuable to the
field of optical activity for both fundamental and practical considerations.
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Abstract: As it was shown earlier, a wide class of nonlinear 3-dimensional (3D) fluid flows of
incompressible viscous fluid can be described by only one scalar function dubbed the quasi-potential.
This class of fluid flows is characterized by a three-component velocity field having a two-component
vorticity field. Both these fields may, in general, depend on all three spatial variables and time. In this
paper, the governing equations for the quasi-potential are derived and simple illustrative examples
of 3D flows in the Cartesian coordinates are presented. The generalisation of the developed approach
to the fluid flows in the cylindrical and spherical coordinate frames represents a nontrivial problem
that has not been solved yet. In this paper, this gap is filled and the concept of a quasi-potential to
the cylindrical and spherical coordinate frames is further developed. A few illustrative examples are
presented which can be of interest for practical applications.

Keywords: incompressible fluid; vortical flow; vector-potential; vorticity

1. Introduction

A great success in the solution of fluid dynamic problems is associated with the re-
duction of a primitive set of hydrodynamic equations to only one equation for some scalar
function, e.g., velocity potential or stream function [1-5]. It has been shown in [6,7] that
the class of exactly solvable hydrodynamic problems can be widened by introducing one
more scalar function dubbed the quasi-potential. The starting point for the introduction
of the quasi-potential is the condition of incompressibility of a fluid: divU = 0, where U
is the velocity field. This condition allows us to introduce a vector-potential A such that
U = curl A automatically satisfies this equation. However, there is a gauge invariance in
the choice of the vector-potential as it is defined up to the gradient of any scalar function
f(t,x,y,z) of spatial variables x, y and z because curl (V f) = 0. Therefore, the addition of
the gradient of an arbitrary function f(t, x,y, z) to the vector-potential, A + V f, does not
affect the velocity field U. Due to the freedom of choice of an arbitrary function f(t, x,y,z),
one of the components of the vector-potential can be eliminated. Therefore, without loss
of generality, the vector potential A can be chosen consisting of two components only. It
does not matter which component is eliminated in the Cartesian rectilinear coordinates
because vector differential operations are symmetrical with respect to all spatial variables.
However, it is not the case in curvilinear coordinates, in particular, in cylindrical or spheri-
cal coordinates. In any case, an arbitrary 3-dimensional velocity field can be described, in
general, by two-component vector-potential, i.e., by two scalar functions—the correspond-
ing components of the vector-potential. If there is any additional link between these two
components, then the description of a fluid flow can be done in terms of only one scalar
function. The governing equation for the corresponding scalar function can be derived
from the primitive Navier—Stokes equation. This approach has been exploited in [6,7] in
Cartesian coordinates and illustrated by nontrivial examples of fluid flows.
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In this paper, fluid flows in the cylindrical and spherical coordinates are considered
and it is shown how the quasi-potential can be introduced when one of the components of
the vector-potential A is eliminated and two other components are linked with each other.
Ilustrative examples, which demonstrate three-dimensional velocity field with only two
components of vorticity, are provided.

2. Governing Equations and Quasi-Potential in Cylindrical Coordinates
2.1. Case 1—Vector-Potential Does Not Contain the Radial Component

Consider first the case when the vector-potential does not contain the radial component
A, which is eliminated by the appropriate choice of function f(t, x,y,z). Then, it can be
presented as A = (F;/ r)eq, — Fye;, where F; and F, are functions of time and all spatial
variables. Here ¢ is the azimuthal angle, and e, and e; are the unit vectors. The velocity
and vorticity fields for such a vector-potential are:

oF 19R

U=F ey-‘r?e(p"r;yez/ 1)

1 ’F  &F dF; 9 [10F 179 [ 8K\ 0F;
w= <72araq) - Traz)‘*f+ {5* @(??)}eﬁ;b <f§) *w} e ()

) 1/9F oF
respectively, where 3 = - <£ + g> .
Consider a particular class of fluid flows having only two components of the vorticity,
the ¢- and z-components. For such a class of fluid motion, one has the following differential
link between the functions F; and F,:

1*F _ 9°R
120rdp ~ Jroz

@)

Substitute then the expressions for U and w in the Navier-Stokes equation in the
Helmbholtz form (4) [1]:
w
ot
Bearing in mind that thanks to the condition (3), the r-component of the vorticity is
zero, one obtains from Equation (4):

_1[3R2 (19K 3R 2 (0R\] _
(Curl[WXU}'er)fr{Banr(r ar> 0z 8r<rar>}_0' ®)

+curl [w x U] =vAw. (4)

Let us introduce function S(r, t) such that

9 (1R\ _as 9 (am)_3s ©
or\ror ) 0z’ or\ or ) ¢
Then, the left-hand side of Equation (5) reduces to the Jacobian of two functions F;
and S with respect to the variables ¢ and z. As well known, if the Jacobian is zero then, the
functions are related by an arbitrary function. In our case this means that J(F;,S) = 0, so

that F3 = G(S, r,t), where G is an arbitrary function of S, r and time ¢. Using the definition
of function F3 (see after Equation (2)) and Equation (6), one obtains:

10 / /
AD = —;g{r [G(®)) — D]}, (7)

where ® = [ Sdr is the quasi-potential, and prime stands for differentiation with respect to
the corresponding variable indicated by a subscript.
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In terms of the quasi-potential, the velocity and vorticity fields can be presented,
respectively, as:

U=V +[G(P)—D]e, ®)
0 , , 19 / /
w =" [G(P}) — ] ey — g [G(®;) — ;] e-. ©)

By substitution of these expressions into two other components (the ¢- and
z-components) of the Helmholtz Equation (4), after some manipulations (see Appendix A)
the equations reduce:

9
ot

(G(@)) ~ @] + Vo - V[G(@]) @] + 1 2 [G(@]) - @]’

—vA[G(P)) — @;] = Q(r,t), (10)

where Q(r, t) is an arbitrary function of the arguments.

In the particular case of G(®,) = P,, the quasi-potential ® becomes the conven-
tional hydrodynamic velocity potential. Equation (7) reduces to the Laplace equation,
Equation (10) disappears, and vorticity vanishes. In general, the main equations to be
solved simultaneously are Equations (7) and (10) with two arbitrary functions G(®,) and
Q(r,t). As there is big freedom in the choice of these functions, one obtains a good per-
spective to construct exact solutions to hydrodynamic equations and accommodate them
to practical needs.

2.2. Case 2—Vector-Potential Does Not Contain the Azimuthal Component
Consider now the case when the vector potential has only r- and z-components:

A = —rF e, +1Fe;. In this case, the velocity and vorticity fields become:
U:Z—?e,—&-%e?—i—aa%ez, 11)
respectively, where F3 = —r {V% + a(gfz)} .

Let us consider such a class of fluid motion which does not contain the ¢-component
of vorticity. In this case, there must be a relationship between functions F; and F, such that
0F; /dr = 0F,/0z. Then, the ¢-component of the Helmholtz Equation (4) reduces to:

2 2

QBT _(OB)OR _, (13)

9z r2 ) dg? ar 12 ) 9¢?
The left-hand side of this equation reduces to the Jacobian on variables r and z as soon

as such function S(r, t) is introduced that
2 2

i S T (19

9 ar’  9¢? 0z
Then, from Equation (13) one obtains: F3 = rZG(S, ¢, t), where G is an arbitrary

function of S, ¢ and t. Recalling the definition of function F3 in terms of F; and F, and
introducing a quasi-potential ® such that S = 0®/d¢, Equation (13) reduces to:

197,
M=l G(q>;,)—q>;,]. (15)
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In terms of quasi-potential the velocity and vorticity fields read, respectively:

1
U=Vo {rzc(qp;,) - cp;,] ey, (16)

_ 1 d 2 / / d 2 / /
wff{—g[r G(%)—%] er+§{r G((bq,)—@,/,] e b 7)

In the case of a perfect fluid (v = 0), two other components, the 7- and z-components, of
the Helmholtz Equation (4) after simple but long manipulations similar to those presented
in Appendix A can be reduced to only one equation:

% [VZG(@DZ,)) - c1>;,} +V®-V [ﬂc(%) - cpﬂ
* %% [yZG(@ip) - ‘b;}]z =Q(gt), 18)

where Q(¢, t) is an arbitrary function of the arguments.

In the particular case of G(<I>;)) = <I>;,/ 12, the quasi-potential ® becomes a conven-
tional hydrodynamic velocity potential. Equation (15) reduces to the Laplace equation,
Equation (18) vanishes, the velocity field becomes potential, and the vorticity field vanishes.
In general, the main equations to be solved simultaneously for ® are Equations (15) and (18)
with given functions Q(¢,t), and G(®;,). Despite the more complex character of these
equations, the freedom of choice of arbitrary functions allows one to obtain again a good
perspective to construct exact solutions to hydrodynamic equations and accommodate
them to practical needs. Unfortunately, in the case of a viscous fluid (v # 0) the introduction
of a quasi-potential does not help to simplify the basic Equation (4).

Example of a Vortical Flow Illustrating Case 2

To illustrate this case, let us assume that function G(dD;,) = /\2<I>;, /1?2, where A # +1
is a constant. One can readily verify that the following quasi-potential,

A
2 2
o <W+r2+2> g, 19)

satisfies Equations (15) and (18). Then, the velocity and vorticity fields read, respectively:

A
U— ViIZ+2z2 42 A
r V12 +z2

{72 singe, +AV12+z2cospe,+ rsinq)ez], (20)

re,+ze;). 21
r 1’2 m ( r + Z) ( )
This solution describes stationary vortical flow periodic in azimuthal coordinate ¢
and has two components of vorticity. When A = 0, the velocity and vorticity fields vanish,
whereas when A = 1, the flow becomes potential with the zero vorticity.
In Cartesian coordinates, both the velocity and vorticity fields have all three compo-
nents:

A
w <\/r2+zz+z> A1 — A?) cos ¢

A . 2 2N\ 2, .2
U:/\< R+z > xy(AR+z)i+ (Ax*R — y?z)j +y(x? +1*) k @)

Va4 R(x2 +12)*? '
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where R = /x2 + 2 + 22;

A
R+z A1-A2)x
w:( x2+y2> R(x2+y2)3/2(x‘+V1+Zk)' (23)

Figure 1 illustrates the velocity and vorticity fields as per Equations (22) and (23). The
modulus of the velocity field is:

ol Rtz \ VAR oy
Ul = i) (@4 (24)

Furthermore, the modulus of the vorticity field is:

_ P R+z x
|w| = /\(1 —A ) (W) AT (25)

(a) (b)
Figure 1. Fragments of (a) the velocity field as per Equation (22), and (b) the vorticity field as per Equation (23) for A = 2.

2.3. Case 3—Vector-Potential Does Not Contain the Axial Component

Consider at last the case when the vector potential has only r- and ¢-components and
can be presented through the function F; and F in the following way: A = (F;/r) e, — F> e,.
In this case the velocity and vorticity fields become, respectively:

oF, 19F,
U= otz eethe (6)

_1(/0F 0’R 9’F, OF; 10 (0F 0F

‘”*?(%‘ﬁ)“(ﬁ‘ﬁ ot o o) @)
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where F3 = 7%(601?2) 1%)

or r o
Assuming that the z-component of the vorticity is zero, one obtains the following
relationship between the function F; and F:

oF,  0F
— ==, 2
or ¢ @®

By substitution the expressions for the velocity and vorticity in the Helmholtz
Equation (4), one obtains:

F;0°F,  0F; 0°F
(curl[wXU]~ez)Ea—38—l—a—38—2:O. (29)

Let us introduce function S(r, t) such that

9’F, 39S  9*F _9S

52 T o2 o 0

Then, the left-hand side of Equation (5) reduces to the Jacobian of two functions
F3 and S with respect to the variables r and ¢. Omitting the details which are similar
to those presented in two previous section, one finds: F; = G(S,z,t), where G is an
arbitrary function of S, z and t. Using then the definition of function F3 (see Equation (27))
and Equation (30), one obtains:

]

Asz—g[

G(®L) — @], (31)
where the quasi-potential is ® = [ S dz.

In terms of the quasi-potential, the velocity and vorticity fields can be presented,
respectively, as:

U=V +[G(P) - Pi]e;, (32)

9
or

By substitution of these expressions into two other components (the r- and
¢@-components) of the Helmholtz Equation (4) and neglecting viscosity (v = 0), after
some manipulations, similar to those presented in the Appendix A, the equations reduce
to only one equation:

19

SR AR LS ACCART AP (35)

2 [6(@) ~ L] + V@ V[G(@h) @] + 3 L [G(@l) @l = Q1,34
where Q(z,t) is an arbitrary function of the arguments.

In the particular case of G(®,) = @, the quasi-potential ® becomes the conven-
tional hydrodynamic velocity potential. Equation (31) reduces to the Laplace equation,
Equation (34) disappears, and vorticity vanishes. In general, the main equations to be
solved simultaneously are Equations (31) and (34) with two arbitrary functions G(P?)
and Q(z, t). There is again a big freedom in the choice of these functions, so that one can
obtain a good perspective to construct exact solutions to hydrodynamic equations and
accommodate them to practical needs. Unfortunately, in the case of a viscous fluid (v # 0),
the introduction of a quasi-potential does not help to simplify the basic Equation (4).

Example of a Vortical Flow Illustrating Case 3

Consider now an example of the vortical flow for the third case when the vector
potential has only - and ¢-components in cylindrical coordinates. Let us assume that
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G(D,) = —A2®,, where A is a constant. One can readily verify that the following quasi-
potential,
P = cos (Arsin¢) cos z, (35)

satisfies Equations (31) and (34). Then, the velocity and vorticity fields read, respcetively:
U = —A[cosz sin (rAsin @) (sin g e, 4+ cos g ey) — Asinzcos (rAsing)e;], (36)

w=A (1 + A2> sinz sin (rAsin @) (—cosge, +singe,). (37)

This solution describes non-viscous stationary fluid flow. The vector fields U and w are
periodic in ¢ and z. In Cartesian coordinates, the velocity field becomes two-component:

U= —A(sinAycoszj— Acos Aysinzk), (38)
whereas the vorticity field has only one x-component:
w=-A (1 + /\2> sin (Ay) sinzi. (39)

Both these fields do not depend on x and therefore can be described by the conven-
tional stream function ¢ = sin Ay sin z, so that the velocity components are:
Y
Uy = g, uz =~ 5.
For purely imaginary A = i, the quasi-potential reduces to the conventional hydrody-
namic potential, and the fluid field becomes potential with zero vorticity:

U =sinhycoszj — cosh Aysinzk, (40)

Thus, in general, this example describes a vortical flow double periodic in the (y, z)
plane. Figure 2 illustrates the velocity and vorticity fields for A = 1 when y and z vary in
the range [—4, 4].

[ AT \\f//ﬁ\

@
@@

. \\//‘_'\?\//-*\\

[ 2 4
Y Y

(a) (b)
Figure 2. Fragments of (a) the velocity field as per Equation (38), and (b) the density of vorticity field
as per Equation (39).

N

|
N~

In this Section, only two simple examples have been presented to illustrate vortical
flows of inviscid fluid flows. As one can see already from these two examples, the in-
troduction of quasi-potentials allows us to construct exact solutions for fairly complex
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vortical flows in cylindrical coordinates. The transformation of a two-component vortic-
ity field axmips cylindrical to Cartesian coordinates can lead to either one-component or
three-component vorticity fields. There is no regular method to construct three-component
vortical flows in Cartesian coordinates, whereas the developed theory allows us to find
some exact solutions for such flows in terms of the quasi-potential.

3. Governing Equations and Quasi-Potential in Spherical Coordinates

The derivation of basic equations for the spherical case are similar but not the same
to that presented in Section 2. Therefore, the derivation of the corresponding equations is
described only briefly.

3.1. Case 1—Vector-Potential Does Not Contain the Radial Component

Consider the case when the vector-potential does not contain the component A, and
reads: A = —(F,/r)ey + (F1/r)eg where 6 is the polar angle, and F; and F; are functions
of time and all spatial variables. The velocity and vorticity fields for such vector-potential
are:

B 10F 19F,

U = Fse, + ;yeq) ;yee, (41)

w—L 9 %sin(? — Gl e

" r2sinf |00 \ or orog| "

1 9’Fy oF; 1/3*F, 0F
- 2 lging— =2 (P <) 42
rsin0<8r2 sinf a¢>e<"+r<ar2 ao)ee’ “2)
respectively, where F3 = 7 slin 0 B—I; + B(ansem 9)} .

Consider again a particular class of fluid flows with the zero first component of the
vorticity. Then, the relationship between functions F; and F:

oF,

d sy
—(F;sinf) = 39

30 (43)

Furthermore, from the r-component of the Helmholtz Equation (4) one obtains:

92F, OF;  92F, oF;
1 . =sinf—5 — — —5— =0. 44
(curljw x U] - e;) = sinf 52 30 " 972 90 0 (44)

Let us introduce function S such that

’F, 9S 9*F  0S

sinf — = —, 52 = 30"

a2 ¢ 45

Then Equation (44) takes a form of the Jacobian of two functions, J(F;,S) = 0 with
respect to the variables ¢ and 6. This gives F3 = G(S, 1, t), where G is an arbitrary function
of the arguments. Using the definition of function F3 and Equation (45), one can reduce
this relationship to the equation:

_ 10/, ’
A/d)dr_ 5 (Pel) G, 46)

where the quasi-potential is defined by the equation S = 0®/9r, and A is the Laplacian in
spherical coordinates. This equation can be rewritten in the form:

1 aZ , ; 49 / /
80 = 2 {PG(@) ~ @]} + 22 [G(e)) - @)
271 ’ ’ 48 12 2 /
- ?(;”)[G(%%%}+;$(q’f*¢)+ﬁ(q’"®)' @
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The expressions for the velocity and vorticity fields in terms of the quasi-potential, are,

respectively:
U=Vo+[G(P}) — D]e, (48)
11 o d
w = ;{@@[G(q’i)*q’ﬂecp*E[G@’i)*@ﬂee}v 49)

Then, from the other two components of the Helmholtz Equation (4) neglecting the
viscosity (v = 0), one obtains:

10
20r

2 16(@)) — @) + Vo v [G(e]) — o] +

P 5 [G(®) —@)]* =Q(rt),  (50)

where Q(r, t) is an arbitrary function of the arguments. Choosing G(®;) = @}, one obtains
the expressions for the potential fluid flow with the zero vorticity and U = V.

The Illustrative Example

Let us construct the illustrative example of a stationary flow for this case with the
following choice of functions G(®}) and Q(r, t):

1
O(r,¢,0) = Psingsing, G(P)) = 6@;, Q(r, t) = —gr?’. (51)

The velocity and vorticity fields with such choice of functions are, respectively:

U=r2<%sinq7sin9er+sin(pcos9e¢+c05(pe9>, (52)
w= gT(*COS(Pe(,;‘FSin(pCOSBEQ). (53)

These fields in the Cartesian coordinates look as follows:
U= %{—xyex-i- (2x2+y2+222) ey—yzez]; w = g(—zex—&-xez). (54)

Figure 3 illustrates the velocity field in the planesy = —land y = 1.

A // f 7
7 I~ "IN

Figure 3. The velocity field in the planes y = —1 (a) and y = 1 (b) as per Equation (54).

Figure 4 illustrates the velocity field in the planes x = 0 and x = £5, and Figure 5
illustrates the vorticity field in the (x, z)-plane.
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Figure 5. The vorticity field in the (x, z)-plane as per Equation (54).

3.2. Case 2—Vector-Potential Does Not Contain the Azimuthal Component

Consider now the case when the vector-potential does not contain the azimuthal
component A, and reads: A = F; sinf e, — F,rsin 6 eg, where F; and F, are functions of
time and all spatial variables. The velocity and vorticity fields for such vector-potential read:

L D T £ |
U= ¢ ! rsinGe(PJrra(p €6/ (55)
_ 1 (B @R 10 (0F 3R 1 (oF, &K
- r’sin@ ( d o9 ) oy 847( or 90 )% remo\ar  ag2 ) ©9

. . 9 . 9 .
respectively, where F3 = —sin 6 {g (Fzrz sin 0) + 3% (Fy sin 6)} .

Considering such a class of fluid flows which do not contain the ¢-component of the
vorticity, one obtains a relationship between the functions F; and F:

oF,  oF
FraTE %7)

120



Physics 2021, 3

Then, from the ¢-component of the Helmholtz Equation (4) one obtains:

(curllw x U] - ey)

_o( B \(FR _0BY 0 B \(®H o
T or\r2sin29) \ 992 06 90\ r2sin%6 ) \ 9p?>  or

9 F 9*F, 0 F 0’F
o <r2 sin29> 992 30 \r2sinZ6) 992 0 8)
Introducing function S(r, t) such that
2F; ’F
Lzl _95 , 8722 _9 , (59)
99 00 o9 or
Equation (58) can be presented in the Jacobian form:
F _ 9 F a5 9 F; a5
(e ) = (ranra) 30~ 30 () o —° ©0
This implies that F; = G(S, ¢, t)r?sin? 0, where G is an arbitrary function of the

arguments. Using the definition of function F; (see Equation (56)) and the relationship (57)
between functions F; and F,, one finally derives the static equation for the quasi-potential
® = [Sde:

q)/
—|G@,) - —2|. 61
(®9) rzsinZG} 61)

Another equation, describing the time dependence of ®, can be obtained from two
other components (r- and #-components) of the Helmholtz Equation (4). Omitting the
details, which are similar to those shown in Appendix A, for the perfect fluid (v = 0), this
equation reads:

i, .
= {rz sin? 0 G(),) — q>;,} +VOV [rz sin® 0 G(®),) — <1>;,]

1 9 , ,
+ e P0G, ~ @] = e, @

where Q(¢, t) is an arbitrary function of the arguments.
In terms of quasi-potential the velocity and vorticity fields are, respectively:

U=Vt [rz sin® 0 G(),) — %], (63)

1
rsinf

9 [r sin GG(CD’) <I>;,] eg. (64)

1 0 , ,
[r sin QG(CD ) - q>‘P] e rsinf or

~ 2sind 00
Choosing G(®}) = ®./7? sin? 6, one obtains the expressions for the potential fluid
flow with the zero vorticity and U = V.

3.3. Case 3—Vector-Potential Does Not Contain the Polar Component

Consider, at last, the case when the vector-potential does not contain the polar com-
ponent Ag and reads: A = —F; e, + F,/rsinf ey, where F; and F, are functions of time
and all spatial variables. The velocity and vorticity fields for such vector-potential are,
respectively:

1/ 1 0F oF,
U= (rsm@ 20 et 3 a0 ¢ s 69) 5

B 179 OF\ O . ToF o 1 9B
"’wsme{;{ﬂsm@*) (p}"” G{W 30\ Zsind 6 ) |
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P} 1 R\ o/. 0F
* {@(ﬂmeﬁ) - 5(5“19%)] e9}~ ©66)
1 (R ¥R
where F3 = M<W+%)

Consider now a particular class of fluid flows with the zero polar component of the
vorticity. Then, one obtains the relationship between functions F; and F;:

2 2
1 2K __ ,®R

2sinf 000g o d6or”

(67)

Then, from the 8-component of the Helmholtz Equation (4) one obtains:
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Introducing function S such that
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Equation (68) transforms to the form of Jacobian:

F 0 (F3\dS 0 (F)\aS
3 = (2 )=——(=2)==0. 7
L””(rz’S) a¢<r2)ar ar(r2 d¢ 0 (70)
This implies that F3 = rZG( S,0,t), where G is an arbitrary function of the arguments.
Using the definition of function F3 (see Equation (66) and the relationship between functions
F; and F, (67), one finally obtains the static equation for the function S:

1 9(Ssind)
" r2sin@ 90 7

AD (71)
where quasi-potential is ® = [[S +r2G(S)]d6, and A is the Laplacian in spherical coordi-
nates.

Another equation, describing time dependence of S, can be obtained from two other
components (- and ¢-components) of the Helmholtz Equation (4) with v = 0. Omitting
the details, which are similar to those presented in Appendix A, the final expression is:

2
% veo.vs- L%

- 5755 = Q(6,1). 72)

Then, the formulae for the velocity and vorticity fields are, respectively:
S
U=Vod - v ey, (73)

1 S 195
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These formulae exhaust all possible versions of introduction of a quasi-potential in
spherical coordinates. No an illustrative example is found for this case but let believe that

this may be possible and, hopefully, an example will be found in the future, moreover, it
can be of a practical interest.

4. Conclusions

Thus, in this paper it has been demonstrated that the introduction of a proper quasi-
potential is possible in the cylindrical and spherical geometry albeit it is not a trivial
generalisation of the quasi-potential theory developed in Refs. [6,7]. The quasi-potential
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approach helps one to construct exact solutions describing fairly complex class of three-
dimensional velocity fields with two-component vorticity fields. After transformation from
the curvilinear coordinates to the Cartesian coordinates, the velocity and vorticity fields
can become fairly complex containing all three components of velocity and vorticity. In the
particular cases, the quasi-potential theory reduces to the conventional potential theory or
to the theory of a vortex flow based on the introduction of a stream-function. Our prelimi-
nary study shows that the quasi-potential approach can be used also in other curvilinear
coordinates however, the basic equations and formulae for the velocity and vorticity fields
become fairly complex and not so illustrative. Summarising the results obtained in this pa-
per and in Refs. [6,7], one can see that the traditional potential theory describes fluid flows
with zero vorticity; the stream-function approach allows us to describe flows with only
one component of vorticity; and the introduction of a quasi-potential allows us to describe
flows with two components of vorticity. It can be noted in conclusion that, unfortunately,
new ideas in the description of classical hydrodynamics appear seldom. Three relatively
recent publications [8-10] can be mentioned to illustrate that the development of such ideas
leads to the discovery of new non-trivial exact solutions in classical fluid mechanics.

In Appendix B one of the authors of this paper (Y.S.) presents his brief reminiscent
about contacts with M. Tribelsky to whose honour this issue is dedicated.
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Appendix A

The @-component of the Helmholtz Equation (4) after substitution the expressions for
the velocity (8) and vorticity (9) fields gives:

92 0 J 0

oz (G~ 0l] = 2 {Geln 2 (Gl @]} - va . [6(@)n) - @)
o (0®),r) d , , 10®,,r) , |
Bz{ 3 [G(®y,r) — D) + 7 99 o9 [G(®;,7) cb,]} =0.

This equation can be rewritten in the form:

82 0 1 aZ )
5735 [C(@1 1) = @] + o { VP V[G(®], 1) = ®] } + 55— [G(®], 1) — &]
a / /
—vAS- [G(®,r) —P;] =0.
After integration over z this equation reduces to:
d ’ / ’ ’ 190 / 112
5 [G(@,,r) - @,} + Vo .-V [G(@,,r) — qu} + 35 [G(q)r,r) _ qu]
—VA[G(®], 1) — )] = Qi(r, 9, 1), (A1)

where Q1 (7, ¢, t) is an arbitrary function of the arguments.
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Then, the similar manipulations with the z-component of the Helmholtz Equation (4)
lead to the equation:

9 ! / / ’ 10 , 12
51 (C(@h1) = @] + V- V[G(®],r) = )] + 5 5 [G(@),r) ~ @]
—vA[G(Py, 1) — P, = Qa(r,z,1), (A2)

The left-hand side of Equations (A1) and (A2) are identical; therefore, one can conclude
that functions Q1 (r,z,t) and Q»(r,z,t) can depend only on r and ¢t and must be equal.
Denoting them by Q(r, t), one obtains Equation (10).

Appendix B

Here, one of the authors, Y.S., presents his reminiscent about friendship contacts with
Michael Tribelsky (Misha). We met relatively late, in 2007, when we both worked as Visiting
Professors at the Max Planck Institute for the Physics of Complex Systems, Dresden, Ger-
many. We quickly found many commons between us, including age, education, interests,
attitude to science and life. One of the attractive Misha’s features is a great sense of humour
and an optimistic attitude to life even when it was hard to him. We spent much time in
discussions of physical and mathematical problems, as well as stories of science history.

Figure Al. Yury Stepanyants (left) and Mikhail Tribelsky (right) at the Circular Quay, Sydney,
in 2008.

Our contacts continued when Misha visited me in Sydney the next year. [ was attracted
to them by persistence and perseverance in achieving goals (this is clearly seen from his
autobiographical notes presented in this Special Issue). This pertains not only to physical
problems but to all aspects of life. I observed how carefully Misha chose the best spots for
photography of exotic trees, beautiful buildings, and other objects, taking photos in Sydney
when we walked continuously discussing something or disputing on different subjects.

Misha obtained an excellent education in one of the world’s most prestigious physical
faculties, namely the one at Lomonosov Moscow State University. He had an opportunity
to communicate and jointly work with brilliant world-renowned scientists such as his
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supervisor Prof. S. Anisimov and then, Profs. Ya. Zeldovich, I. Lifshits, V. Zakharov. He
boldly tackled difficult physical problems and found their own, often unconventional
solutions to them. I was delighted with his story about solving an important industrial
problem for one of the Japanese companies. The problem was related to the calculation of
the extinction coefficient in complicated multi-component media. At first, it was not even
clear how to approach the task. Still, after persistent reflections, Misha found the key in a
relatively short time which caused the admiration of company bosses.

I'should also mention Misha’s deep knowledge of computer design and the internal
devices of a computer. I had a chance to be convinced that Misha’s level in this field is the
same as that (or even higher than that) of professional IT (information technology) experts.
Misha generously shared his knowledge with me. More than once, he helped me resolve
the difficult issues related to installing and fine-tuning computer programs. It is a pleasure
to have such a kind and reliable friend as Misha Tribelsky. I wish him good health and
many years of creative work in science.
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Abstract: Almost 70 years ago, the Fermi-Pasta—Ulam-Tsingou (FPUT) paradox was formulated
in, observed in, and reported using normal modes of a nonlinear, one-dimensional, non-integrable
string. Let us recap the paradox. One normal mode is excited, which drives three or four more
normal modes in the core. Then, that is it for quite a long time. So why are many normal modes
staying weakly excited in the tail? Furthermore, how many? A quantitative, analytical answer to
the latter question is given here using resonances and secular avalanches A comparison with the
previous numerical data is made and extremely good agreement is found.

Keywords: Fermi-Pasta—Ulam-Tsingou (FPUT) problem; normal modes; resonances; secular avalanche

1. Introduction

In 1955, Fermi, Pasta, Ulam and Tsingou published their celebrated report on the
thermalization of weakly nonlinear strings [1], bringing forth a fundamental physical and
mathematical problem of energy equipartition and ergodicity. The study was reportedly
performed by Enrico Fermi, John Pasta, Stanislav Ulam, and Mary Tsingou, and the internal
Los Alamos report was written and authored by Fermi, Pasta and Ulam [1]. A series of
numerical simulations showed that energy, initially placed in a low-frequency normal mode
of the linear problem with a frequency w, and a corresponding wave number g, stayed
almost completely locked within a few neighbor low-frequency modes in the presence of
nonlinear mode-mode interactions, instead of being distributed among all modes of the
system. Moreover, the recurrence of energy to the originally excited mode was observed
after a long simulation time. It has been known since as the Fermi—Pasta—Ulam-Tsingou
(FPUT) problem, paradox, and discovery [2-5].

A number of studies have focused on the explanation of recurrences. Zabusky and
Kruskal pioneered the pathway of integrable approximations and soliton counting in real
space [6-8]. To connect to the limit of weak nonlinear dynamics, Ford and Jackson followed
the path of resonances in normal mode space [9-11]. Tuck and Menzel (née Tsingou) studied
in detail the fate of recurrences for longer times. To their surprise, they observed super-
recurrences, i.e., beatings of the recurrence amplitudes [12]. Sholl and Henry searched
for scaling relations from recurrence time computations [13]. Lin, Goedde, and Lichter
arrived at more detailed scaling relations for the recurrence times, and in addition also
produced intriguing numerical data for the dependence of the number of excited modes
of the energy [14]. The framework of periodic orbits in dynamical systems was used to
rigorously prove the existence of exact time-periodic orbits, coined g-breathers, which are
nonlinearity-induced deformed normal-mode periodic orbits of the linear limit [15,16].
FPUT trajectories correspond to perturbed g-breather solutions. An advanced perturbation
analysis in mode space which uses secular avalanches was derived by Ponno et al. [17],
which arrived at an approximate estimate of the excited mode number in the FPUT ex-
periment. Recently, Pace and Campbell arrived at an elegant theoretical quantitative
explanation of super-recurrences [18]. What remains, then, is to quantitatively explain the
numerical observations on the excited mode number by Lin et al. [14] which is what is
done below.

Physics 2021, 3, 879-887. https:/ /doi.org/10.3390/ physics3040054 127

https:/ /www.mdpi.com/journal/physics



Physics 2021, 3

2. The a-FPUT Chain

FPUT-studied models have cubic (x-FPUT) and quartic (3-FPUT) nonlinearities in the
Hamiltonian potential energy, and the a-FPUT case is considered here. The Hamiltonian
of the a-FPUT lattice for N particles is given by

N N 1
Hiqp)= ) 2 Y5 (i a) + 5 (@nsr = 30)°. )

n=1 n=0

NN

Fixed boundary conditions, o = qn+1 = 0 and pg = pn+1 = 0 are used, where g, (t)
and p,(t) are canonical coordinates and momenta, respectively.
The normal-mode representation is introduced via a canonical Fourier transform,

N
qn| 2 Qrl . nkm
M B N+1;(;{Pk}sm<N+l ’ @
which diagonalizes the harmonic oscillator Hamiltonian part. Rewriting Equation (1) in
these normal-mode coordinates (Q, P) yields:

Hy(Q,P) = kzi +2kak + *k;lAkﬂQkQ/Qll 3
= .

where the normal mode frequencies are

kmt
=2sin| ———~ 4
[ sm<2(N+1)>, (4)
and the normal mode energies are defined as
+ w?Q?
B = -k ®)

Note that these normal mode energies are conserved quantities for @ = 0, but cease to
be preserved for the nonlinear case. The coupling constants Ay j; are given by [16]

A wkw]w,
KNI ESVE»

Here, the sums ), are overall combinations of plus and minus signs among the
=+ symbols, and (5]-,1 is the Kronecker delta function.
One can rescale the normal-mode coordinate and momentum [19] pairs in Equation (3)
y (Q,P) — (Q/a,P/a). If E represents the total energy in the system, this leads to

2(& sl — 5kijil,2(N+1))- ©)

H,—1(Q,P) = a’E, )

which allows one to investigate results as functions of the combined parameter, Ea?, rather
than using the separate parameters E and «.

Let us show the evolution of the original a-FPUT trajectory for « = 0.25, N = 32 and
energy E = 0.077 placed initially into the mode with kg = 1. (All variables in this paper are
considered dimensionless.) In Figure 1, the time dependence of the mode energies E () is
plotted for the first five modes of the data from [16].
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Figure 1. Evolution of the linear mode energies for the first five modes on a large timescale for the orig-
inal Fermi-Pasta-Ulam-Tsingou (FPUT) trajectory for the parameter « = 0.25, theeneregyE = 0.077,
and the number of particles N = 32 [1] (oscillating curves). The almost-straight horizontal lines
indicate the weak time dependence of the linear mode energies on corresponding exact time-periodic
g-breather solutions from [16]. Figure is adapted from [16].

The period of the slowest (ky = 1) harmonic mode is T} = 271/w; ~ 66.02. One
observes slow processes of the redistribution of mode energies, with recurrence time
amounting to Tr ~ 10530. One can also observe even slower modulations of recurrence
amplitudes on time scales of the order of 10°, which are the celebrated super-recurrences
with Tgg & 2 x 10° [12,18]. The localization in g-space is also well observed, with the max-
imum of Es being eight times smaller than that of E;. The number of strongly participating
modes can be therefore estimated to be around three or four. The almost straight horizontal
lines indicate the weak time dependence of the linear mode energies on the corresponding
exact time-periodic g-breather solutions from [16].

3. Mode Coupling Approach

The equations of motion for the normal mode amplitudes follow from Equations (1)—(6)
and read:
B N
Q + (U[%Qk = 2 Ak,l,leQm/ 8)
I,m=1
where the dots stay for time derivative.

The system of Equation (8) describes a network of oscillators with different eigen-
frequencies. These oscillators interact with each other via nonlinear interaction terms.
The interaction network is long-ranged in k-space. To be more specific, each normal-mode
oscillator is interacting with a set of other doublets of oscillators. The total number of
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multiplets one normal-mode oscillator is connected to is proportional to N?. The number
N is the total number of oscillators (particles), or, more generally, the volume of the system.
The coupling constants Ay ,, depend on the oscillator frequencies; see Equation (6). Still,
their values do not decay exponentially fast, with some growing distance between oscilla-
tors (after introducing a proper metric). Therefore, essentially all oscillators interact with
all others. This is what is meant by “long range”.

If there is long-range interaction in mode space, why do modes not quickly excite other
modes and thermalize? The reason is that the interaction is nonlinear. Indeed, with linear
interactions, exciting one mode will inevitably excite other modes in some proportion to
the coupling coefficient amplitudes. However, with nonlinear couplings, things are more
complicate as shown below. Actually, it is insightful to recall the seemingly simple problem
of the periodic motion of one oscillator in an anharmonic potential,

X:—x—txxz—ﬁx3, 9)

where x is the space coordinate.
The bounded motion at energy E yields a solution which is periodic with some period,
T(E) = 27t/Q (with Q denoting the frequency), and can be represented by a Fourier series

x(t) =Y Ape™, (10)
k

which leads to algebraic equations for the Fourier coefficients,

A =KO?A—a Y A Ak, — B Y. Ak Ay Ay, - (11)
ky

k1 ko

Let us note that Equation (11) has similar properties as compared to Equation (8)—the
coupling between the Fourier coefficients is nonlinear but long ranged. Yet, it is known
that the bounded solutions (10) to (9) are analytic functions x(t), and thus the Fourier series
coefficients Ay converge exponentially fast with k [20].

3.1. Complex Mode Variables

Ponno et al. [17] attempted to obtain analytical expressions for the mode dynamics of
the a-FPUT model at times shorter than, or at best of the order of the time of first recurrence.
Following their approach, let us perform a change from real to complex variables:

_ wQp + il > _ Ex(t)
uy=—7-——, lu(t)|" = ——= =¢(t), 12
U (o = 2 = a0 1)
The a-FPUT Hamiltonian now reads:
N—1 S - 3
Huu') =Y (mlP 45 Y Dok | [0 +ug), (13)
12 ; ] j
k=1 kykaks=1 =1
7’/,2 ’;-[3
where
Dy o ks = Oy ko ks T Oktks by T Oksrki ko — Okythotks 2N # (14)
and

U zzx\/g. (15)
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The quadratic, 5, and cubic, H3, parts of the Hamiltonian are indicated in Equation (13).
The equations of motion then read:

N-1
iy = —icoy uk+% Y Dy + 1) (g +145) | - (16)
pa=1

The FPUT initial condition turns to
u(0) = g1 - (17)

3.2. Resonances
With the FPUT initial condition of exciting mode k = 1, and a small value of y in
Equation (15), the first mode starts evolving in an almost periodic fashion with a frequency
almost equal to wy. Assuming 1y = e~*“11§; | as a solution to zero order in , and inserting
this into the righ-hand side (r.h.s.) of Equation (16) leaves us with
iy 4 iwotty = —ipw, cos? wit = —i%(l + cos2wat) . (18)
Thus, mode k = 2 is driven by a periodic force with frequency 2wy. This is as close to

resonance as wy — 2wy is close to zero, and its smallness is to be compared with the drive
amplitude ~pwy. Assuming 77/ (2(N + 1)) < 1, which is correct for N = 32, let us expand

the dispersion relation: wy = Zsin(z(ﬁzl)) ~ 2(2(;]{&) - 48<7§f1)3). Then:
3
Ay = |wy — 2w | %m (19)

Stripping Equation (18) off its nonresonant terms (whose contribution to the solution
is reduced by a factor of Ay/wip ~1/N 2, one is left with

1y + iwpiy & fi% exp(—2iwqt) . (20)
The solution to Equation (20) reads:

_ M2 it | ingt
u(t) = 2% {e 1} . 1)

Aslong as uy(t) < 1, the above approach is valid. The border of its validity is reached
when the energy E takes the critical value E5?, at which mode k = 2 is involved in a secular
avalanche [17]:

(22)

For energies E < E35?, the small frequency A, leads to a slow modulation in the
rh.s. of Equation (21), which results in a corresponding slow modulation of the energy
stored in mode k = 1 due to energy conservation. Then, the corresponding zero order (or
perturbative) recurrence time estimate is:

(0) _ 2n 8 3 sa
TR = -—= =N, EXE". 23
R =a, 2 < E; (23)

This coincides with earlier results by Sholl and Henry [13] ( see also Lin et al. [14]),
and the relevant resonance was already worked out in Ford’s paper [9].

Let us calculate some numbers. Figure 1 in Ref. [14] uses parameters E = 2.2, « = 0.1,

and N = 32. On one side, it follows Tlgo) = 26,560, but due to the large energy, it also follows
E > E5* = 0.0083, implying that the recurrence time concept is invalid since perturbation
theory is inapplicable. Still, the measured Tr = 6400 is orders of magnitude larger than the
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typical mode period, T, and only a factor of four smaller than the perturbation theory esti-
mate. The original FPUT trajectory was investigated in Figure 1 of Ref. [16], with parameters
E =0.077, & = 0.25 and N = 32, and shown here in Figure 1. Again, E > E3* = 0.0013.

The measured recurrence time Tr = 10,500 is smaller than the perturbation result Tm), but
still orders of magnitude larger than the mode period T;. Part of the FPUT surprise must
have been that even for E > E5?, recurrence times still stayed large and reasonably close to
their perturbation theory estimates, and a fast approach to equipartition was missing.

4. The Number of Excited Modes

For E > E3%, one concludes that the FPUT trajectory is resonant. Mode k = 2 will
be resonantly pumped up by mode k = 1 until mode k = 1 is depleted. It is needless to
state that the process continues into higher modes, showing a complex resonant avalanche,
as studied in detail in Ref. [17]. Furthermore, this is what FPUT observed, since they
evidently chose the proper parameters to ensure that the system is in the nonperturbative
regime of a resonant avalanche, which one enters for energies E > E3*.

Why is the secular avalanche stopping and not continuing to flood all the modes?
According to Ref. [17], this is simply because the modes in the mode packet can be separated
into core modes and tail modes. Core modes are strongly and resonantly interacting with
each other. Tail modes fail to be resonantly pumped as they are tuned out of resonance
due to the nonlinear dispersion relation. The boundary-separating core and tail modes
are functions of the energy. For E < E3?, all modes are tail modes except for the one core
mode initially excited.

To see that the above approach is extended to higher orders of perturbation theory;
see Ref. [17] for details. Mode k = 2 is driven by mode k = 1 through the resonant term
u%. Mode k = 3 is driven by the resonant term 71, and so on. One arrives at

. MW
1y + iwgy ~ —z%e thant (24)
The relevant resonances are Ay = |kw; — wg/|, and lead to

o MWk it [ ingt

ug(t) 1, e [e 1] . (25)
The critical energy E;?, above which mode k becomes part of the core and the secular

avalanche, then reads:

27t (k2 —1)2

POE _
24242 N3

sa __
ih, — Ef =

(26)
Since E}* ~ k#, it follows that for some reasonably small value of k = k, the corre-
sponding mode will be out of resonance:

6
ke= /14 5uN2. 27)

This agrees very well with the detailed derivations in Ref. [17], which culminate in a
rough scaling estimate k. ~ ,/jiN for large k. and large N. At the same time, Equation (27)
is accurate for small values of k., which is the case for, e.g., the original FPUT trajectory
(see precise numbers just below). This can happen despite a large value of N >> 1 since
other relevant (small) parameters include the energy E and the coupling constant &, which
make the product #N? small. The mode energies for k > k. are decreasing exponentially
with increasing k, as observed numerically in Ref. [17,21], and as also derived for the
mode energy profiles in g-breather solutions [15,16]. Therefore, the number of modes
participating in an FPTU trajectory is simply given by k.

Let us calculate numbers again. Figure 1 in Ref. [14] uses parameters E = 2.2, & = 0.1
and N = 32. It follows k. = 4.16 in good agreement with the numerical observations.
About four modes are involved in the resonant dynamics of the core, while all other modes
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stay out of resonance. The original FPUT trajectory, which was investigated in Figure 1 in
Ref. [16] with parameters E = 0.077, « = 0.25 and N = 32, yields k. = 2.9, which is again
in good agreement with numerical observations; see also Figure 1.

One is now in a position to quantitatively compare the central result obtained,
Equation (27), with numerical results from Lin et al. [14]. The authors of that study mea-
sured the effective number,

et =€, S =—Y erlne, (28)
k
which ranges from 1 to N as S = 0 for one mode excited, and S = InN for equally
distributed mode energies. According to the derivation made:
ke = nefg. (29)

In order to test the above equality, the data onng versus uN2 for N = 3,264,128 are
extracted from Figure 4 of Ref. [14]. The result is plotted in Figure 2 along with the theoretical
result for k. in Equation (27). Very good agreement can be observed.

100 T T T 15 f
Depr 101 {1 k
=) M
| | ol ! I ! ! !
6.1 = 1 10 100 1000 0 50 100 2150 200 250
2
ae'’N UN

Figure 2. (Left panel) The effective number, 14 versus ae'/2N2 = yN? with ¢ = E/N. The symbols
represent the data read off from Figure 4b of Ref. [14], correspond to a set of different system sizes,
N = 3,264,128, and demonstrate a single scaling curve existence. The black line represents the
theoretical result (27). (Right panel) same as left panel but using linear scales. The square-root law
of Equation (27) provides an extremely good fit .

One concludes that the FPUT trajectory will, for long times, excite a mode packet with
k. modes, which are the core modes of the packet. The remaining (N — k.) modes belong
to the tail of the packet, and decay exponentially with increasing k. Let us further note that
the theoretical result obtained here can be rewritten in the limit of large system size as:

kC vV 6u 1/4 E
NNTS ,sfﬁ,N>>l. (30)
Therefore, the packet size becomes system size-independent if expressed entirely

through intensive quantities—wave numbers and energy densities.

5. Discussion

It is now understood that both FPUT recurrences and super-recurrences are part of the
dynamics of so-called metastable states (mode packets) [22], which eventually relax into
equipartition at some time T. These metastable states are formed at a time Ty, persisting
over potentially huge time intervals, ~(T, — Ty). They are characterized by a localized
distribution of energy in mode space. This distribution has a core which, e.g., in the case of
the original FPUT test, contains a few low-frequency modes. The distribution has also a tail.
Galgani and Scott observed that this tail is exponentially decaying [21]. The distribution
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appears to be almost stationary when using proper averaging times which are much
shorter than T, though of course lots of dynamics is going on at various time scales,
e.g., recurrences and super-recurrences. The core shows recurrence and super-recurrence,
but also various forms of chaos (at even larger time scales). The tails are characterized
by decay structures in normal mode space, resonances, and slow incoherent heating.
The decay structures can be exponential, thus leading to length scales in normal mode
space or algebraic implying the absence of the latter. Resonances in the decay profiles
show the driven nature of these tails, with the core being the driving source. Incoherent
heating results from the same core driving, which at larger time scales may exhibit chaotic
incoherent dynamics.

The core dynamics are quantified by their recurrence, Tg, and super-recurrence, Tsg,
times and the core size. While the recurrence and super-recurrence times were assessed
in previous studies a quantitative calculation of the core size is provided here, which
agrees very well with the measured data. One can therefore conclude that the regular
core dynamics have been to some extent exhaustively studied. What remains for the core
is to assess its chaotic incoherent dynamics. These dynamics are the reason for the slow
heating of the tail modes, and will ultimately explain the time scale T, of a final reaching of
equipartition, as studied numerically in detail in Ref. [23].

6. Conclusions

In this paper, a quantitative estimates for the size of the core and tail of a low-frequency,
normal-mode excitation in a Fermi-Pasta—Ulam-Tsingou (FPUT) chain is provided. How
will these results be modified if high frequency modes are excited? Even more intriguing
is the question of whether any of these results are carried over in some form for an FPUT
system at thermal equilibrium—what are the details of the energy transfer between low and
high frequency modes in such a situation? What will happen at higher lattice dimensions?
What changes if the model supports optical normal modes with a finite frequency gap in
the band structure? It seems there a plenty of questions to be addressed 70 years after the
FPUT experiment.

7. HB2U

I'had a great time working together with Mikhail Tribelsky back in Dresden at the
Max Planck Institute for Physics of Complex Systems. We both shared a passion for puzzles
and paradoxes, probably intuitively realizing that however remote the topic of the puzzle
is, solving it will advance the mind in potentially unexpected areas of science and general
understanding of the world. I dedicate this paper to Mikhail’s 70th birthday. It solves some
aspects of a paradox which is almost the same age, paradoxically.
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Abstract: In this paper, the fluctuation properties of the number of energy levels (mode fluctuation)
are studied in the mixed-type lemon billiards at high lying energies. The boundary of the lemon
billiards is defined by the intersection of two circles of equal unit radius with the distance 2B between
the centers, as introduced by Heller and Tomsovic. In this paper, the case of two billiards, defined by
B = 0.1953, 0.083, is studied. It is shown that the fluctuation of the number of energy levels follows
the Gaussian distribution quite accurately, even though the relative fraction of the chaotic part of the
phase space is only 0.28 and 0.16, respectively. The theoretical description of spectral fluctuations
in the Berry-Robnik picture is discussed. Also, the (golden mean) integrable rectangular billiard is
studied and an almost Gaussian distribution is obtained, in contrast to theory expectations. However,
the variance as a function of energy, E, behaves as VE, in agreement with the theoretical prediction
by Steiner.

Keywords: nonlinear dynamics; quantum chaos; mixed-type systems; energy level statistics; billiards;
lemon billiards

1. Introduction

The purpose of this paper is to analyze the energy spectra of two characteristic complex
mixed-type lemon billiards within the scope of quantum chaos. The boundary of the lemon
billiards is defined by the intersection of two circles of equal unit radius with the distance
2B between the centers, as introduced by Heller and Tomsovic in 1993 [1,2]. The present
study represents a continuation of our recent paper [3] on the classical and quantum ergodic
billiard (B = 0.5) with strong stickiness effects, from the family of lemon billiards, as well
as on three simple mixed-type lemon billiards with only one regular region, surrounded
by a uniform chaotic sea without stickiness regions, namely, with the shape parameters
B = 0.42, 0.55, 0.6 [4].

In the present paper, two lemon billiards with the shape parameters
B = 0.1953, 0.083 are studied. These lemon billiards are mixed-type billiards with several
independent regular regions embedded in a chaotic sea with no significant stickiness
regions, which serve as examples of systems with a complex divided phase space. These
lemon billiards were selected by the criterion of the maximally complex chaotic component
generated by a single chaotic orbit. The discovery of the present and past physically and
dynamically different and interesting lemon billiards has only been made possible thanks
to the recent extensive analysis of Lozej [2]. The entire family of classical lemon billiards
for a dense set of about 4000 values of B € [0.01,0.99975] (in steps of dB = 0.00025) was
systematically analyzed as for the corresponding phase space structure and stickiness
effects. It must be emphasized that although all the lemon billiards belong to the same
family of billiards as for the mathematical definition, individually, the lemon billiards
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have quite different, in fact, very rich, dynamical properties, important in the classical and
quantum context.

A general introduction to the subjects in quantum chaos, related to this study, can be
found in [3]. Let us also mention the books by Stockmann [5] and Haake [6] on general
quantum chaos and the recent reviews [7,8] on stationary quantum chaos in generic (mixed-
type) systems.

The main purpose of the present paper is to analyze the two selected quantum lemon
billiards of B = 0.1953 and 0.083, with the goal to study the energy spectra, while the
structure of the Poincaré—Husimi functions in the phase space, the separation of the regular
eigenstates and chaotic eigenstates, as well as the localization properties of the chaotic
eigenstates and their statistics will be treated separately [9].

The main results are as follows. The energy spectra are calculated by the scaling
method of Vergini-Saraceno [10] in two versions, one based on the plane waves and the
other one based on the circular waves (Bessel functions for the radial part and trigonometric
functions for the angular part). This is done for high-lying eigenstates with the wavenumber
k (in the specific units) k = 2880 for up to 300,000 consecutive levels for each of the four
symmetry classes (odd-odd, odd-even, even-odd, and even-even). The energy of the level
atkis E = k2. It turns out that about 0.1% of the levels are lost for technical reasons, which
is a known and experienced fact in numerically calculating billiard spectra with the scaling
method, while the accuracy of individual levels is better than 1% of the mean energy
level spacing. The spectral statistics are found to be stable with respect to these losses.
The cumulative (integrated) energy level density (spectral staircase function) N (k) is well
described by the Weyl formula (with the leading area term and the perimeter term) W (k)
if there are no missing levels. Then the fluctuations of the actual staircase function N (k)
around the Weyl function, the difference R(k) = N (k) — W(k), and the R(k) distribution
are studied. In the literature, R(k) is called mode fluctuation [11-14]. Due to the lost levels,
this difference has a drift to negative values and fluctuates around the mean value. In
order to separate the drift and the fluctuations, the quantity w(k) = R — m(R), where
m(R) is the local average of R(k) over 100 consecutive levels, is investigated. Then, the
distribution of w(k) for about 300,000 levels of each symmetry class separately, starting
atk = ko = 2880, within the interval approximately k € [2880,~ 3700] is studied. One
finds that the distribution of w follows a Gaussian distribution fairly well, which is a
surprising result as the two billiards have the relative fraction of the chaotic phase space
of only 0.28 and 0.16, respectively. For comparison, also the entirely regular, integrable,
case of the maximally irrational rectangular billiard is investigated and it is surprisingly
found an almost Gaussian distribution for w, but with the variance rising linearly with
k, as generally predicted by the theory of Steiner [11-14], while the distribution itself
in integrable systems is predicted to be nonuniversal, varying from case to case, which
here is not confirmed. The validity of the theoretical predictions has also been checked
in experiments with superconducting microwave billiards [15]. Finally, the level spacing
distribution for the two lemon billiards is presented which provides good agreement with
the Berry—Robnik-Brody distribution.

The paper is organized as follows. In Section 2, the definition are given and classical
dynamical properties of the lemon billiards are examined. In Section 3, the analysis of the
fluctuation quantity w(k) is performed. In Section 4, the statistical analysis of the entire
energy spectra is made by calculating the level spacing distribution, P(S). In Section 5, the
results are discussed and conclusions are presented.

2. The Lemon Billiards and Their Phase Portraits

The family of lemon billiards was introduced by Heller and Tomsovic in 1993 [1] and
has been studied in a number of papers [16-20], most recently, in [2-4,21]. and in the recent
studies [3,4] by us. The lemon billiard boundary is defined by the intersection of two circles
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of equal unit radius with the distance between the centers, 2B, being less than the diameters
and B € (0,1), and is given by the following implicit equations in Cartesian coordinates:

(x+B?+y>=1, x>0, (1)
(x—B)?+y*=1, x<0.

As usual, the canonical variables are used to specify the location, s, and the momentum
component, p, on the boundary at the collision point. Namely, the arclength, s, is counted in
the mathematical positive sense (counterclockwise) from the point (x,y) = (0, —v/1 — B2)
as the origin, while p is equal to the sine of the reflection angle 6; thus p = sin € [—1,1],
as 0 € [—m/2,7/2]. The bounce map (s, p) = (s',p’) is area preserving as in all billiard
systems [22]. Due to the two kinks, the Lazutkin invariant tori (related to the boundary
glancing orbits) do not exist. The period-2 orbit connecting the centers of the two circular
arcs at the positions (1 — B,0) and (—1+ B, 0) is always stable (and therefore surrounded
by a regular island) except for the case B = 1/2, where it is a marginally unstable periodic
orbit, the case being ergodic and treated by us earlier [3].

The circumference of the entire billiard, £, is given by:

L = 4arctany/ B2 — 1. ()

The area A of the billiard is:

A = 2arctan/B—2—1-2B\1- B2 ®3)

§—2B\/1—Bz.

The structure of the phase space is shown in Figure 1 for the lemon billiard of
B = 0.1953, with £ = 5.4969. The relative fraction of the area of the chaotic component of
the bounce map is x, = 0.3585, while the relative fraction of the phase space volume of the
same chaotic component is p, = 0.2804, the Berry—Robnik parameter. Three independent
regular island chains are clearly visible, the largest one around the period-2 orbit, which
is densely covered by the invariant tori, with no visible thin chaotic layers inside. Let
us denote the largest island chain by L, the second largest one by M, and the smallest
one by S. The relative phase space volume of all three regular regions taken together is
01 = 1—py = 0.7196. The chaotic sea is quite uniform, with no significant stickiness
regions, and is generated by a single chaotic orbit.

The structure of the phase space, as shown in Figure 2 for the lemon billiard of
B = 0.083, is more complex. Here, £ = 5.9508. The relative fraction of the area of the
chaotic component of the bounce map is x. = 0.2168, while the relative fraction of the
phase space volume of the same chaotic component is p, = 0.1617. Thus, the relative phase
space volume fraction of the complementary regular regions is p; = 1 — pp = 0.8383. In
this case also, the chaotic sea is rather uniform, with no significant stickiness regions, and is
generated by a single chaotic orbit, creating a very complex structure, perhaps mimicking
stickiness in some thin regions. Both billiards are clearly of the Kolmogorov-Arnold-Moser
(KAM) type, generic systems; examples of stochastic transition were studied already in [23].

One can conclude that the two cases B = 0.1953, 0.083 are interesting to verify the
Berry—Robnik picture of quantum billiards [24], including the possible quantum localization
of chaotic eigenstates, leading to the Berry—Robnik-Brody level spacing distribution and the
universal statistical properties of the localization measures [4,9], as there are no significant
stickiness effects, based on the results of the analysis of the recurrence time statistics in [2],
unlike in the ergodic case, B = 0.5, studied in [3].
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Figure 1. The phase portrait of the lemon billiard of B = 0.1953. The parameters are: the relative
fraction of the area of the chaotic component of the bounce map, x. = 0.3585, the relative fraction of
the phase space volume, p; = 0.2804, and the complementary regular region, p; = 1 — po = 0.7196.
The abscissa is the location point, s € [0,5.4969], and the ordinate is the momentim, p € [—1,1], on
the boundary at the collisions point. The chaotic component was created by a single chaotic orbit.

1.0

& 0041

Figure 2. Same as Figure 1, but for B = 0.083 and s € [0,5.9508]. The parameters are: x, = 0.2168,
p2 =0.1617,and p; =1 — pp = 0.8383.

3. The Energy Spectra and the Fluctuation of the Number of Energy Levels

Let us now turn to the quantum billiard B described by the stationary Schrodinger
equation in the chosen units (7% /2m = 1) given by the Helmholtz equation:

Ap+Kp=0 4)

with the Dirichlet boundary conditions ¢|35 = 0, and the energy is E = k2. Here 1 is the
reduced Planck constant and m is the mass of the particle.
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The mean number of energy levels W(E) below E = k? is determined quite accurately,
especially at large energies, asymptotically exact, by the celebrated Weyl formula (with
perimeter corrections) using the Dirichlet boundary conditions, namely:

AE CVE
WE) =0~ ix

+cc, (%)

where “c.c.” stays for small constants, determined by the corners and the curvature of
the billiard boundary, which differentially play no role. Thus, the mean density of levels
d(E) = dW/dE is equal to:
A L
d(E) an  snVE

The numerical method used here to solve the Helmholtz equation is based on the
Heller’s plane wave decomposition method and the Vergini-Saraceno scaling
method [10,25]. Both versions of the Vergini-Saraceno method are implemented, namely,
the one, based on plane waves, and the other one, based on the circular waves, and the same
results are obtained within an accuracy of 0.1% of the mean level spacing. As mentioned,
typically at most about 0.1% of the levels are lost. The numerical accuracy was checked by
the convergence test, by varying the method’s parameters (the number of basis waves and
the number of nodes on the boundary).

The billiard considered has two reflection symmetries; thus, the eigenstates have
four symmetry classes: odd-odd, odd-even, even-odd, and even-even. For the purpose of
analyzing the spectral statistics and the wave functions, let us consider only the quarter
billiard. In this case, the Weyl formula for the four symmetry classes reads:

(6)

W(E)="——-—="—"—+cc, (7)

["00 = §+ﬂ+b,
~ L
Loe = ZJrafb, (8)
Eeo = g_a“!‘br
L
ee — Z_ _b/

where s = v1— B2 and b = 1 — B. Note that summing up the four contributions in
Equation (7) with Equation (8), one obtains the Weyl formula for the entire spectrum
Equation (5). For each symmetry class for each of the two billiards, about 300,000 levels
were calculated and the difference, R(k) = N (k) — W(k), was studied between the staircase
function, N'(k), and the Weyl function, W (k).

Figure 3 shows the results for the B = 0.1953 billiard. It is clear that R(k) decreases
linearly with k due to the numerical loss of the levels. Typically, about 0.1% of the levels are
missing. In order to study the fluctuation properties, one needs to subtract the local mean
value, m(R(k)), obtained by averaging over 100 consecutive levels, and then analyze the
resulting fluctuation quantity, w(k) = R(k) — m(R(k)). The agreement with the Gaussian
distribution is extremely good which is surprising, as the billiard is predominantly regular,
with only 28% of the chaotic component. Steiner’s theory [11-14] predicts a Gaussian distri-
bution only for entirely chaotic (ergodic) systems, while the distribution of the fluctuation
quantity, w, in integrable systems is expected to be nonuniversal. In the mixed-type case,
the distribution of w should be in between, which here is not the case. Moreover, even for
the rectangle as an example of the integrable systems, an (almost) Gaussian distribution is
found (see below).
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Figure 3. Results for the B = 0.1953 billiard: left column (ad,gj): the difference,

R(k) = N (k) — W(k), between the staircase function, N(k), around the Weyl function and the Weyl
function as a function of the wavenumber k (in the mean linearly decreasing line); middle column
(b,ehk): the fluctuation quantity, w(k) = R(k) — m(R(k)) as afunction of k, where m(R(k)) is the
local average of R(k) over 100 consecutive levels; right column (c,f,i,1): the distribution of w. The
rows top to bottom refer to the symmetry classes odd-odd, odd-even, even-odd, and even-even,
respectively. In each parity case, there are about 300,000 levels. The agreement with the Gaussian
distribution is extremely good. The small shift of the maximum around w ~ 0.1 is due to the
imperfection of local averaging. The values of the mean, y, and the standard deviation, ¢ are (top to
bottom): (0.126, 2.624), (0.139, 2.636), (0.132, 2.635), (0.148, 2.641), respectively. Within the expected
statistical error, the value of ¢ is the same for all parities.

The same analysis was performed for the case of the B = 0.083 billiard, and the results
are shown in Figure 4, and lead to the same conclusions.
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Figure 4. Results for the B = 0.083 billiard:left column (a,d,g,j): the difference, R(k) = N'(k) — W(k),
between the staircase function, A'(k), around the Weyl function and the Weyl function as a function
of the wavenumber k (in the mean linearly decreasing line); middle column (b,e,h k): the fluctuation
quantity, w(k) = R(k) — m(R(k)) as afunction of k, where m(R(k)) is the local average of R(k) over
100 consecutive levels; right column (¢,£,i,1): the distribution of w. The rows top to bottom refer to
the symmetry classes odd-odd, odd-even, even-odd, and even-even, respectively. In each parity
case, there are about 300,000 levels. The agreement with the Gaussian distribution is again extremely
good. The values of the mean y and standard deviation ¢ are: (0.148, 2.915), (0.137, 2.925), (0.154,
2.900), (0.146, 2.946) (top to bottom). Within the expected statistical error, the value of ¢ is the same
for all parities.

The local averaging procedure over 100 consecutive levels is, of course, somewhat
arbitrary. Therefore, the results were checked for 50, 200, 400 levels. In all cases, the
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distribution was found to represent Gaussian extremely well. The standard deviation
o at each level number keeps the same value for all parities, but increases slowly with
the number of levels such that for 50, 100, 200, 400 for B = 0.1953, one gets 0 ~
2.08, 2.63, 2.88, 2.92, respectively. For the B = 0.083 billiard, the corresponding values are:
o ~222,292, 350, 3.52.

In order to explore an integrable, entirely regular system, an example of the maximally
irrational rectangle billiard was studied whose aspect ratio was taken the golden mean
g=01+ \/5) /2 = 1.61803. The spectrum in this case is known analytically, and is exact:
E;, = 12/g% 4+ n?, where [ and n are two positive integers. Figure 5 shows the fluctuation
quantity w(k), which has no drift, because the spectrum is exact (no lost levels) over a wide
range of k.

Nstates - NWeyl
1

1 1 1
x1 4

Figure 5. Results for the rectangle billiard, the fluctuation quantity w(k) = R(k) = N (k) — W(k) for
a wide range of k.

The corresponding distributions at various wavenumber k intervals starting at ko are
shown in Figure 6. Each histogram comprises about 100,000 objects. They are surprisingly
close to a Gaussian distribution, contrary to the theoretical expectation, and thus, the
distribution is just close to the case of ergodic chaotic systems. Therefore, the distribution
of the number of energy levels (distribution of mode fluctuations) is not a good criterion to
distinguish ergodic chaotic systems from the regular integrable systems. In Table 1, the
data for the mean, i, standard deviation, ¢, skewness, and kurtosis are given.
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Figure 6. Distributions of w, w(k) = R(k) = N (k) — W(k), for the rectangle billiard in twelve intervals of k. In each
histogram, there are about 100,000 objects, distributed in 100 bins. The distribution is surprisingly close to Gaussian; there is
no significantly nonuniversal distribution for integrable systems. In Table 1, the values of the mean y, standard deviation
o, skewness, and kurtosis are given. The fitting (red) curve is the Gaussian distribution with the same y and ¢ as those
obtained. However, the variance as a function of k is linear for all integrable systems; it is thus universal in the class of
integrable systems, see Figure 7.
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Table 1. Parameters of the distribution of Figure 6 for the wavenumber k-intervals starting at ko: the

mean }, standard deviation o, skewness, and kurtosis.

Parameters of the Distributions in Figure 6

ko " o Skewness Kurtosis
0 0.747 4.530 —0.309 0.345
1000 0.757 6.483 —0.234 —0.132
2000 0.764 8.587 —0.222 —0.121
3000 0.741 10.490 —0.306 —0.171
4000 0.795 11.593 —0.274 —0.190
5000 0.624 13.258 —0.285 —0.113
6000 0.727 14.795 —0.261 —0.088
7000 1.067 16.041 —0.204 —0.223
8000 0.590 16.532 —0.117 —0.054
9000 0.752 17.271 —0.274 —0.192
10,000 0.852 18.394 —0.433 0.318
11,000 1.051 19.772 —0.231 0.032

In Figure 7, the standard deviation of the distributions of w is plotted as a function of

k, which clearly accurately follows the prediction by Steiner [11-14], namely the standard
deviation ¢ rises as vk, shown also in the log-log plot, and the variance is a linear function
of k. Therefore, the dependence of the variance on k is a good signature of chaos, unlike the
distribution itself: in ergodic chaotic systems, the standard deviation behaves as \/log k.
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Figure 7. The standard deviation ¢ of the distribution of the fluctuation quantity w(k) = R(k) =
N (k) — W(k) for a wide range of k, shown along with the fitting curve, ¢ = a k7, with a = 0.187 and
7 = 0.502: in the linear scale (left panel) and in log-log scale (right panel). The log-log plot clearly
shows a power-law increase of k with the slope 0.5.

4. Level Spacing Distribution for the Entire Spectrum

One of the most important statistical measures of the (unfolded) energy spectra is
the level spacing distribution, P(S). For integrable systems, one gets Poissonian statistics
and Pp(S) = exp(—S), while for classically ergodic (fully chaotic) systems the Gaussian
orthogonal ensemble (GOE) of random matrix theory applies. The Wigner distribution
(Wigner surmise) is 2-dimensional GOE distribution and is a very good approximation for
the GOE level spacing distribution (infinite-dimensional),

Pw(S) = %exp(—#). ©)
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There is a general useful relationship, namely, one using the gap probability, £(S),
being the probability of having no level on an arbitrary interval of length S: the level
spacing distribution P(S) is, in general, equal to the second derivative of the gap probability,
P(S) = d?£(S)/ds?.

For Poisson statistics: Ep(S) = exp(—S), while for the Wigner distribution, one finds:

Ew(S)=1— erf(@) = erfc(@) (10)

For mixed-type systems, there is typically one dominant chaotic component with the
relative density of levels p; (equal to the relative fraction of the chaotic phase space volume),
while the complement is typically a regular component of relative density, p1 = 1 — pp. If
the regular and chaotic levels superimpose statistically independent of each other, then
obviously, the gap probability factorizes:

E(S) = Ep(p1S) Ew(p25), (11)

and therefore, in this case, the level spacing distribution is given by the Berry—Robnik (BR)
formula [24]:

252 35
Pgr(S) = e fSexp (—npi ><2p1p2+ ”’;2 ) 12)

+ e’plsp%erfc (LE;ZS) .

The above statements are true provided the Heisenberg time is larger than any classical
transport time in the system [8]. (The Heisenberg time is defined as 27th d(E), where d(E)
is the mean energy level density, also the reciprocal mean energy level spacing.) If this
is not the case, the chaotic eigenstates can be quantum (or dynamically) localized, which
implies localized chaotic Poincaré-Husimi functions in the phase space. The level spacing
distribution for such localized chaotic eigenstates becomes (approximately) the known
Brody distribution [26,27]:

Ps(S) = cSP exp(—dsﬁ“), 13)

where by the normalization of the total probability and the first moment, one gets:

c—(B+1)d, d— [r(%)rﬂ, (14)

where I'(x) is the Gamma function. The Brody distribution interpolates the exponential
and Wigner distribution as 8 goes from zero to one. The important feature of the Brody
distribution is the fractional level repulsion effect, meaning the power law at small S,
P(S) o SP. The corresponding gap probability is:

__ 1 1 B
&s(S) = mQ(mr (rS) +1>’ (15)

where v = T(%) ,and Q(a, x) is the incomplete Gamma function:

Q(a,x) = /:o #Tet g, (16)

Here, the only parameter is §, the level repulsion exponent in (13), which measures
the degree of localization of the chaotic eigenstates: if the localization is maximally strong,
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the eigenstates practically do not overlap in the phase space (of the Wigner functions), and
one finds B = 0 and a Poissonian distribution, while in the case of maximal extendedness
(no localization), one finds B = 1 and the GOE statistics of levels applies. Thus, by
replacing Ew (S) by Eg(S), the Berry-Robnik-Brody (BRB) distribution is obtained which
generalizes the BR distribution (12) such that the localization effects in chaotic eigenstates
are included [28]. Note that in the semiclassical limit, # — 0 or k — oo, the Heisenberg time
becomes arbitrarily large (larger than any classical transport time), the localization effects
of chaotic eigenstates disappear, and the BRB distribution becomes the BR distribution.
However, the theoretical derivation of the Brody distribution for the localized chaotic states
remains an important open problem. Furthermore, while the local behavior at small S,
described by the power law P(S) o« SP, is certainly correct, the global feature of the Brody
distribution is surely approximate, although empirically is well founded.

In Figure 8, the present study, the classical transport time of the billiards is very short;
therefore, one expects f ~ 1, and the level spacing distribution is almost BR one (12).
Thus, in the level statistics, one does not detect large localization effects. For the spectral
unfolding procedure, the Weyl formula, Equation (5), is used, which at high energies is
quite accurate.

Figure 8, shows the level spacing distributions P(S) for the two billiards—one of
B = 0.1953 (left column), and another one of B = 0.083 (right column)—for the spectral
stretches each about 20,000 levels long, starting at kg = 2880, for each parity: even-even
even-odd, odd-even and odd-odd and for all four parities together (about 80,000 levels),
each of them along with the best fitting BRB distribution.

As one can see, in the case of B = 0.1953, Figure 8a,c,e,g,i, the B parameter is very close
to one, while the parameter p; is close to the classical value, p; = 1 — pp = 0.7196, being
the relative fraction of the volume of the regular part of the phase space (see Section 2).
Thus, the system exhibits the Berry-Robnik picture with weak localization effects in the
chaotic part of the energy spectrum. P(S) is well fit by the BRB distribution. The picture is
very similar for other lower values of ko (not shown).

For B = 0.083, one observes a substantial variation of both the § and p; parameters,
the latter one being far from the classical value p; = 0.8383. This is certainly due to the
complexity of the phase portrait shown in Figure 2, where many structural features are
quantum mechanically not yet resolved, even at such high lying energies E = k?, starting
at kg = 2880. This will be studied in more detail in the forthcoming paper by us [9], where
the Poincaré—Husimi functions in the phase space are analyzed in a similar way as in [4].
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Figure 8. Level spacing distribution P(S) for the two billiards: of B = 0.1953 (left column) and
of B = 0.083 (right column), along with the best fitting Berry—Robnik-Brody curves. The abscissa
represents S and the ordinate gives P(S). The full circles represent the value of P(S = 0). The parities
are: even-even (a,b), even-odd (c,d), odd-even (e,f), odd-odd (g,h), and all parities together (i,j). For
each particular parity, there are about 20,000 levels; for all parities together, there are about 80,000
levels. The values of (B, pj) for the left column are (top to bottom): (0.798, 0.684), (1.000, 0.716), (1.000,
0.709), (1.000, 0.690), (1.000, 0.700). The classical value p; = 0.7196. The values of (B, p1) for the right
column are (top to bottom): (0.316, 0.666), (0.178, 0.588), (0.129, 0.474), (1.000, 0.738), (0.324, 0.660).
The classical value p; = 0.8383.
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5. Conclusions

In this paper, the statistical properties of the oscillations of the cumulative spectral
staircase function (the integrated density of energy levels) around the corresponding
mean value were studied, in order to compare the function obtained with the theoretical
predictions of Steiner [11-14] for the fully chaotic and integrable (regular) systems. In
billiards, the mean behavior is asymptotically exactly described by the Weyl formula (5).
In the case of the integrable maximally irrational rectangle billiard, almost a Gaussian
distribution of the fluctuations was surprisingly observed, in contrary to the expectations
of Steiner’s theory. Nevertheless, the standard deviation as a function of the wavenumber
k was found to be proportional to v/k, precisely in agreement with Steiner’s prediction for
all integrable systems.

In the two mixed-type lemon billiards, B = 0.1953 and 0.083, where regular and
chaotic regions coexist in the classical phase space, the Gaussian distribution is found,
which is surprising, as the theory predicts a Gaussian distribution only for the fully chaotic
(ergodic) systems. Thus, in these two cases, one observes that there is very little difference
between the mixed-type systems and the fully chaotic systems. Moreover, this is even
more surprising as in the two billiards studied here, the fraction of the chaotic part of
the phase space was only 0.28 and 0.16, respectively. This implies that the distribution
of the fluctuations of the spectral staircase functions around the mean behavior is not a
very significant criterion for quantum chaos. This conclusion is corroborated by the result
obtained for the integrable rectangle billiard.

The level spacing distribution of the energy spectra at high lying levels was also
explored, starting at kg = 2880, and the Berry—Robnik-Brody distribution was found in
both lemon billiard cases. In the case B = 0.1953, the results were in agreement with the
Berry—Robnik picture [8,24], showing that the localization of the chaotic eigenstates is very
weak, the level repulsion parameter 8 is close to one, and the quantum Berry-Robnik
parameter p; is close to the classical one. On the other hand, in the lemon billiard B = 0.083,
one observed relatively strong localization: f is substantially lower than one and varies
widely over the four parities. Likewise, the quantum p; is substantially smaller than the
classical value 0.8383 and varies widely over the four parities, which is certainly due to the
complexity of the classical phase space, as the fine structure of the classical phase space
is not yet resolved by the Poincaré-Husimi functions. This analysis will be the topics of
forthcoming paper by us [9], using the approach of [4].
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Abstract: The tunable optical pulling force on a graded plasmonic core-shell nanoparticle consisting
of a gain dielectric core and graded plasmonic shell is investigated in the illumination of a plane
wave. In this paper, the electrostatic polarizability and the equivalent permittivity of the core-shell
sphere are derived and the plasmonic enhanced optical pulling force in the antibonding and bonding
dipole modes of the graded nanoparticle are demonstrated. Additionally, the resonant pulling force
occurring on the dipole mode is shown to be dependent on the aspect ratio of the core-shell particle,
which is illustrated by the obtained equivalent permittivity. This shows that the gradation of the
graded shell will influence the plasmonic feature of the particle, thus further shifting the resonant
optical force peaks and strengthening the pulling force. The obtained results provide an additional
degree of freedom to manipulate nanoparticles and give a deep insight into light-matter interaction.

Keywords: optical force; graded plasmonic material; core-shell particle; optical gain

1. Introduction

The change of the field gradients or linear momentum carried by photons will give
rise to the optical force [1]. Radiation pressure induced by photon momentum exchange
always pushes objects in the light flow direction, which is known as “optical pushing”.
In contrast, if the light-matter momentum transfer leads to the backward motion of the
objects, this phenomenon is named “optical pulling”. The optical pulling force is a more
novel phenomenon than the pushing one because it requires many more critical conditions
to realize it and has many more potential applications in nano-manipulation [2-8]. One
possible way to obtain the optical pulling force to pull the object towards the light is by
increasing the forward scattering via Gaussian beam [9,10], Bessel Beam [11], and other
tractor beams. Recently, the optical pulling forces acting on a nano-object consisting of
chiral [12-14], hyperbolic [15], and gain [16-18] materials have been widely investigated.
The introduction of a gain material could provide additional forward scattering strength
with the appropriate gain threshold to achieve the optical pulling force [17]; therefore,
investigating the threshold gain for the pulling force in different gain-assist nanostructures
constitutes another task for researchers. Actually, the threshold gain for the pulling force
was analytically studied for nano-spheres, thin cylinders and thin slabs [18]. Moreover, the
continuous modulation from the pushing to the pulling force was exhibited by controlling
the incident angle of the interfering plane waves near the Fano resonance of the plasmonic
nanoparticle [19]. The plasmonic enhanced optical force has been applied to quantum
measurement, signal detection, and other fields [20-24]. Furthermore, tunable optical
pulling forces originating from plasmon singularity and Fano resonance on plasmonic
nanoparticles have been investigated in detail [25-27].
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The approaches to realize and maximize the optical fulling force rely on designing
a specific tractor beam [2,3,5,27-30], modifying the surroundings of the manipulated
objects [31-33], or utilizing a gain-assist structure [15,18,25,34]. The resonant interplay
between plasmonic structures and gain media and the coupling with a gain medium located
in the core of a metallic nanoshell, when excited by means of an external pump, produces
intense changes of the electromagnetic fields around the structure, thus producing novel
features which can be useful for a variety of applications, such as photothermal therapy,
enhanced spectroscopy, and spaser [35-38]. Graded materials are the materials whose
material properties can vary continuously in space with a gradient coefficient, and graded
core-shell spheres show a widely tunable plasmonic response band [39-42]. The near
field distribution [43], far field scattering as well as nonlinear response [44] enhanced by
plasmon resonances could be adjustable by changing the gradient coefficient and aspect
ratio of the inner and outer radii of the sphere. More recently, the nonlinear optical
properties of graded magnetite nanoparticles in a colloid were investigated experimentally
as a sample of the extension from the electrical field to the magnetic field [45]. The gradient
coefficient provides us with a new freedom to control the plasmonic feature of the graded
core-shell particle and could thus be further adopted to tailor the optical pulling force on
the core-shell structure. Recently, the optical trapping force on a gain-enriched metallic
nanoshell by a Gaussian beam was investigated [38], which opened perspectives for gain-
assisted optomechanics where nonlinear optical forces are finely tuned to efficiently trap,
manipulate, channel, and deliver an externally controlled nanophotonic system. The aim of
this paper is to explore the optical pulling force on a gain-assist graded core-shell sphere at
the nanoscale and to investigate the dependence of the pulling force on the gain threshold
and the degree of gradation. Moreover, the equivalent permittivity of the graded core-shell
is adopted to explain the pulling force that occurs in different plasmon resonant modes in
the cases of low and high aspect ratios.

2. Models and Methods

We consider a core-shell sphere consisting of a dielectric gain core and graded plas-
monic shell illuminated by a plane electric field in the host medium with a relative per-
mittivity, e;,. Here, we make the assumption that the dielectric function of the graded
materials varies along the radial direction, r, in the spherical coordinates (r, 6, ¢) and can
be written as €5(r). The inner and outer radii are a and b. For simplicity, the size of the
particle is assumed to be much smaller than the incident wavelength, and therefore the
retardation effect is neglected and a long-wavelength approximation could be adopted [46].
The electric potentials in whole space satisfy the following equation within the quasi-static
approximation [43]:

V[e/;(r)v (P‘,g} =0, (1)

where bp is the electric potential in each area (8 = ¢, s, h indicates the core, the shell and
the host media, respectively) and could derivate the local electric field by:

Eg = —Vp. )
In the illumination of an external uniform electric field along the z-direction, it can be
written as: 2 2
10, 8 1 9 sinf dpg|
2 ar {r es( 5y } rsin® 98 {gﬁ(r) PR TN @)

The electric potentials in each region have the following general expressions:

¢c(r,0) = —ArPy(cos8)Ey, r<a,
¢s(r,0) = [AlR;r(r) + BiRy (r)]Pi(cos®)Ey, a<r<b, (4)
Pn(r,0) = (—r +b3Br=2)Py(cos §)Eg, r>b
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where A, B, A1, By are four unknown coefficients to be determined, P, (cos ¢) is the n-th
order Legendre polynomials, and the radial function, R, (), in the shell region satisfies the
following equation:

% {rzss(r)aRéi:/(V)} —n(n+1)[es(r)Ru(r)] =0, (5)

where R;} (r) and R;, (r) are the two solutions that are regular at the origin and infinity,
respectively, and are the key to achieving the polarizability of the graded core-shell particle.

Considering the boundary condition, i.e., the continuity of the potentials and normal
electric displacements:

475(7'/ 9)|r:g = (Ps(i‘, 9)|r:u1
¢s(r,0)|,—p = Pn(r.0)],—p,

e (1,0 s (1,60 (6)
€c a(: : r—a es(r) 6(: )’r ’
I (1,0 d 0
es(r) fPa(; ) = ¢ ‘Pha(r" ) o

The coefficients are obtained as:

Ay = —3bTy (a)/T(a,b),

By = 30Ty (a)/T(a,b),

A= —a"1[A1R] (a) + B1R; (a)],

B = [F(b) —en]/[F (D) + 2ep],

T(a,b) = Ty (b)Ty (a) — T, ()T} (a),
T (0) = R (a) — 052 2R (0),

T3 (b) = 2R§ (b) + b= 2 RE (b),

e, or
Ry(r) = AiR{ (r) + B1Ry (r),

bes(b) OR1 (b
F(b) = R -

@)

The spherical shell permittivity profile is given by the graded Drude model [43]:

wp(r)

Sl@) = ot Ty

®)

where wy,(r) and I are the spatially varying plasmon frequency and the relaxation rate,
respectively. r We introduce a graded plasmon frequency wf,(r) = wg(O)(l — %) in
the graded Drude model [47], where & and k are two gradient coefficients denoting the
gradation of the shell. Without loss of generality, we further normalize the external field
frequencies w and the relaxation rate I by w;(0). Consequently, Equation (8) reduces to
es(r,w) = e, — (l - hrk) /[w(w + iT)]. In the case of 1 — hr* > 0, the graded Drude model
has a positive imaginary part, indicating that it is a lossy material.

The gain effect of the dielectric core can be realized by using a semiconductor or dye
molecules with pumping [48]. In the theoretical part, we describe the gain core with a
relative permittivity function whose imaginary part has a negative value, i.e., ec = €0 +iecg
with ecg < 0 corresponding to the material gain. The electrostatic polarizability including
the radiation reaction of the graded core-shell sphere can be written as:

X0
i A ©

3 4repey,
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with ag = 4mepenb®B, ky, = 27” €, and o being the permittivity of vacuum. The time-
averaged optical forces on the nonmagnetic Rayleigh nanoparticle for the incident wave

are expressed as:

(F) = %khE%Im(a). (10)

We normalize the force with Fy = 7b2Sinc/¢ (Sinc) is the power flow density of the
incident wave and c is the speed of light). In the long-wavelength approximation, the
dipole contribution dominates the electric response of the dielectric particle. If the dipolar
factor B of the core-shell particle vanishes in Equation (4), this means that the core-shell
particle and the host medium are the same in view of the dielectric response. Substituting
€eq for ¢, in the dipolar factor B and implying B = 0 yield the self-consistency equation [49],
which is solved to obtain the equivalent permittivity of the graded core-shell particle:

_ bes(b) ORy (b)
cal) = T ) 5

(1)

If one considers the nongraded case and the gradient coefficient is set to 1 = 0, then
the equivalent permittivity of the graded core-shell particle is naturally reduced to the
nongraded case:
2a3[ec — £5(0)] + b3[ec + 2¢5(0)]

a3[es(0) — ec] + b3[ec 4 2¢5(0)] 2

geq(b) = &(0)

3. Results and Discussion

The graded Drude model in Equation (8) shows that the gradient coefficient / plays a
more important role than k within the present framework because the permittivity is inde-
pendent of k when the radius is fixed, especially for the dipole moment, which we mainly
focus on in the following. Figure 1 illustrates the permittivity of the graded shell as a func-
tion of the gradient coefficient  with the following parameter: wp(0) = 1.367 x 1010571,
I'=2733x10"%s7!, ¢ = 2.1 and &, = 1. This shows that the graded shell can change
from being dielectric-like to metallic-like with an increasing incident wavelength. On the
other hand, the graded shell is more like a metal when / is low within the present spectrum.
Actually, from Equation (8) one concludes that the dielectric-like or metallic-like profile of
the graded Drude model is dependent on the choice of & and k, and for a plasmonic shell
lower h and lower k values are needed. In what follows, the parameter range of / is used
as being from 0 to 0.3 to achieve the plasmonic profile of the shell.
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Figure 1. Real (a) and imaginary (b) parts of the graded shell permittivity e5(b) as a function of the
gradient coefficient, /1, and the incident wavelength, A. The white curve in (a) indicates a value of
zero. Other parameters are the outer radius b = 10 nm and the gradient coefficient k = 0.4.
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Figure 2 shows the normalized time-averaged optical force as a function of the incident
wavelength with different gradient coefficients i and gain coefficients ecg for cases with a
low aspect ratio (a/b = 0.2) and high aspect ratio (a/b = 0.8), respectively. The evolution
of the optical force on the gradient coefficient / in the non-gain case (ecg = 0) is well
seen in Figure 2a. As it is a graded plasmonic core-shell sphere, one expects two surface
plasmon resonant modes, i.e., the bonding dipole mode at the long wavelength A and
the antibonding dipole mode at the short wavelength A_. These two resonant modes lead
to enhanced optical forces, and meanwhile the resonant wavelength is blue-shifted and
the magnitudes of the peak value are decreased when the gradient coefficient  increases.
It is easy to understand that both the real and imaginary parts of the permittivity of the
graded shell are determined by # (see Figure 1), especially the real part which dramatically
influences the resonant wavelength. When the gain level is increased, an enhanced negative
optical force occurs in the antibonding dipole mode. There exists a critical level of gain in
order to achieve the maximal optical pulling force, and a further increase of the gain level
could not give rise to a stronger optical pulling force. On the other hand, the absolute value
of the resonant peak is dramatically decreased with an increasing & for both the positive
and negative forces. As for the optical force enhanced with the bonding dipole mode, it is
not sensitive to the gain in the low aspect ratio case.

In contrast to the low aspect ratio case, the gain has a more dramatic influence on the
bonding mode than on the antibonding mode in the high a/b case. An extremely strong
optical pushing force (see Figure 2f) and pulling force (see Figure 2g) are achieved with the
same level of gain as in the previous case. In addition, the gradient coefficient is found to
dramatically enhance the optical pulling force in the bonding dipole mode, as shown in
Figure 2g. Up to now, the gain-assisted optical pulling force has been found in both the
antibonding mode and bonding mode in the graded core-shell particle. However, it should
be mentioned that these two kinds of negative forces arise from different origins in terms
of the equivalent medium, which is considered in detail below.

We now adopt the equivalent permittivity of the graded core-shell sphere, as shown in
Equation (11), and plot the equivalent permittivity of the graded core-shell sphere for both
low and high aspect ratio cases in Figures 3 and 4. It is found that Im(eeq) could exceed
—7 in the equivalent permittivity spectrum of the low aspect ratio case due to the surface
plasmon resonance. Note that e is merely —0.07 in the present model, which is not a high
level of gain [50]; however, the equivalent sphere achieves an extremely high plasmonic
enhanced effective gain level. As for the case of the high aspect ratio, the surface plasmon
resonance leads to an extremely high loss peak in the equivalent permittivity spectrum.
It should be mentioned that there exists only one resonant mode occurring in the inner
surface of the core-shell sphere in the equivalent permittivity spectrum. This is because
the equivalent permittivity obtained by the self-consistency method is independent of the
host medium and this resonance is the intrinsic property of the core-shell sphere itself.
Actually, the intrinsic plasmon resonance arises from the plasmonic singularity [25], and
the resonant curve shapes vary with different ecg. If increases further, Im(eeq) in the high
aspect ratio case will show a negative value peak.
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Figure 2. Normalized time-averaged optical force as a function of the incident wavelength A for low
aspect ratio, a/b = 0.2 (a—d), and high aspect ratio, a/b = 0.8 (e-h) with different gain coefficients
€cg and gradient coefficients h. Other parameters are b = 10 nm and k = 0.4. For the normalization
Fy = 7t6%S;c /¢ (Sinc is the power flow density of the incident wave) is used.
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Figure 3. (a) Normalized optical force for the case of the low aspect ratio, as shown in Figure 2, with

ecg = —0.07and /i = 0. (b) The imaginary and (c) real parts of the equivalent permittivity. The insets
in (a) indicate the near field intensity distributions at the resonant wavelengths.
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Figure 4. (a) Normalized optical force for the case of the high aspect ratio, as shown in Figure 2, with
ecg = —0.07 and i = 0.3. (b) The imaginary and (c) real parts of the equivalent permittivity. The
insets in (a) indicate the near field intensity distributions at the resonant wavelengths.

To give a simple approach for finding the resonant optical force and, on other hand, to
mathematically explain why the resonant optical pulling force exists in the bonding (or an-
tibonding) resonant modes corresponding to a high (or low) aspect ratio, we now introduce
the equivalent permittivity of the core-shell sphere as obtained in Equation (12). When the
core-shell particle is modeled as a sphere with an equivalent permittivity, the optical force
on the corresponding equivalent sphere in the long-wavelength approximation is:

3Im(eq) + 2(knb)® [Re(ceq) — en] /3
[Re(eeq) +2¢n)” + [Im(eeq)]” + 4(knb)*Im(ceq)en

<F> = 27T£0€hkhb3E§ (13)

Equation (13) illustrates that the optical force can be enhanced by the surface plasmon
resonances occurring when Re(eeq) = —2¢p,, and the optical pulling force can be achieved
when the numerator of Equation (13) has a negative value. Note that the second term
of the numerator is always positive and that the potential negative optical force requires
Im(eeq) to be negative and its absolute value to be larger than the second term. On
the other hand, by substituting Re(eeq) = —2ey, into Equation (13) and ignoring the
second term for a sufficiently small kb, Equation (13) reduces to a simple version as
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(F) = 6megenknb®E3/Im(geq), which indicates that the absolute value of the negative
optical force is inversely proportional to Im(geq).

We highlight the values of Im(eeq) at resonant wavelengths in Figures 3 and 4, and
this explains why, mathematically, the optical pulling force occurs in different modes with
the low and high aspect ratios in vacuum (g, = 1). In general, F/F; is negative when the
equivalent sphere plays a role as the active gain medium with Im(geq) < 0, and F/Fy is
positive when the equivalent sphere is lossy with Im(eeq) > 0. Moreover, it is concluded
that the stronger optical pushing force can be achieved when the equivalent loss is low
(Im(geq) = 0.0338) (see Figure 3b), and one can realize a stronger optical pulling force
when the equivalent gain is low (Im(geq) = —0.0046) (see Figure 4b). With the equivalent
permittivity, one can predict where the pulling force occurs in a simpler way. The inserts
indicate the near field intensity distributions of the graded core-shell sphere in the different
resonant modes for both low and high aspect ratio cases. It is well seen that the antibonding
mode is dominated by the surface plasmon resonant on the inner surface. In contrast, the
bonding mode is more influenced by the plasma on the outer surface. A dramatically high
concentrated local field intensity in the dielectric core is found in the low aspect ratio case,
especially in the bonding mode.

To further demonstrate this, the phase diagrams of the equivalent permittivity as
a function of A and / for both cases are plotted in Figure 5. The parameter space for
Im(eeq) < 0 is clearly plotted with a red-black color, and the pulling force peaks are
located on the white lines that indicate the resonant conditions, Re(geq) = —2¢,. Moreover,
the pushing force peaks on the white lines lying in the gray region (Im(eeq) > 0) are
indicated in Figure 5 as well. The resonant pulling forces in the high aspect ratio case
are generally stronger than those in the low aspect ratio (see Figure 2¢,g), as soon as
|Im (€eq) | are much smaller on the pulling force line in Figure 5b, according to the previous
analysis of Equation (13). Actually, in spite of the giant resonant pushing/pulling force
on the white lines, in Figure 5b there exists a broader parameter space for a slight pulling
force where Im(geq) < 0. Let us remark here that Re(geq) might not rigorously satisfy the
resonant condition, i.e., Re(seq) > —2¢}, with h increasing since the loss of the graded shell
is inversely proportional to /, as illustrated in Figure 1b; consequently, there exists a cut-off
for the resonant white line in the low aspect ratio case when & reaches ~ 0.24. Still, a tiny
pulling force peak occurs in the bonding mode in Figure 2¢ with a large 5.

0.30

0

(a)
0.25}F -0.02
0.20 56
0.15f
£ -0.06
0.10 |-
<= Pushing 0.08
0.05
. _ -0.10

340 360 380 400 420 440 300 400 500 600 700
A (nm) A (nm)

Figure 5. Im(eeq) versus incident wavelength, A, and gradient coefficient, &, for the cases of (a) low
aspect ratio (2/b = 0.2) and (b) high aspect ratio (a/b = 0.8). Gray regions indicate the parameter
space for a positive value. The white lines show the positions of Re(eeq) = —2¢p,. The gain coefficient
is set as eqg = —0.07 for both cases.

Finally, we investigate the dependence of the pulling force on the aspect ratio of the
graded core-shell particle in Figure 6. The resonant pulling force tends to occur in the
gain-assisted core-shell sphere with either a low aspect ratio or high aspect ratio (see the
rectangle), and in contrast the resonant pushing force exists in the case of a wider moderate
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aspect ratio. On the other hand, the resonant wavelength together with the resonant pulling
force peak varies with the graded coefficient h. This gives rise to a broader parameter space
in order to realize the resonant pulling force in the antibonding mode and, on the contrary,
a smaller space in the bonding mode with a high h.

" G- 5
0.6 :
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0.2 EEN it

0.4
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300 350 400 450 500 550 600 650
A(nm)

a/b

a/b

Figure 6. Normalized optical force, F/F, versus incident wavelength, A, and aspect ratio, a/b, in the
cases of (a) h = 0 and (b) 1 = 0.3 with ecg = —0.07. The white curves indicate a pulling force much
stronger than —5, which is marked by a white rectangle.

It should be noted that, in this paper, we use a flat imaginary part of ¢. instead of a
more realistic frequency-dependent one [25,35,38]. In what follows, a brief comparison
between the results with the Lorentzian dependent permittivity and those with a flat
constant permittivity for the gain media are given in order to certify the validity of this
study. Thus, the gain media is described by the permittivity with a Lorentzian shape [38] as:

ecgA

2o —wg) 48 "

ec(w) =€ —

where ¢ is the background permittivity of the gain core, wg is the emission centerline of
the gain elements, and A = 2/7 is the width of the Lorentzian shape where 7 is the energy
relaxation time of the gain. e.g is a dimensionless parameter measuring the amount of gain
present in the system.

Figures 7 and 8 illustrate that when the gain lines shape is centered exactly on the
plasmon resonant frequency, the optical pulling force obtained by &.(w) in Equation (14)
is the same as that with a flat constant .. It is worth noting that e.(w) at the plasmon
resonant position has the same real and imaginary values as the flat one. One of the goals
in this study is to demonstrate the different behaviors of the optical force in plasmonic
resonant modes of a graded nanoshell with different aspect ratios (i.e., a/b) on the same
level of gain. Thus, what makes sense is the central gain amount at the resonant frequency.
From this point of view, the conclusions made with the flat constant model are the same as
those made with the frequency-dependent one. However, it is found that the overall gain
amount (¢cg = —0.07) slightly exceeds the spaser threshold (see Figure 9) for both cases in
Figures 7 and 8, which might lead to a spaser instability [35].
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Figure 8. Real (a) and imaginary (b) parts of ec(w) in the case of a high aspect ratio (a/b = 0.8) of
Figure 2g with ecg = —0.07 and & = 0.3. (c) The same as Figure 4a but using the present c(w).
Parameters: T = 10145, wg = w4 =2mc/Ay, Ay = 617.4nm.
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Figure 9. Finding the spaser threshold gain Gy, for the cases of (a) Figure 7 and (b) Figure 8.

According to Ref. [35], a more complex model should be introduced. However, the analyti-
cal results for the coefficient B in Equation (4) contain the hyper-geometric function F(a, B, 7y, z)
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in Rf(r) and Rf(r), ie., Rf(r) = rF(a1, B1,711,2) and Ry (r) = r‘zF(:x,l,ﬁ,l,'y,l,z), where
ayq = {kj: 3—4/(k+1)*+ 8] /2k, i1 = {kj: 344/ (k+1)* + 8] /2Ky 11 = (£3+Kk)/k

and z = —hr*/(w? + iwT — 1). Thus, it is not straight to analyze the temporal dynamic
evolution of the dipole moments and study the condition of instability, especially for the
case of the metallic nanoshell where more than one plasmonic resonant mode exists. The
exact nature of this final state requires a thorough study dependent on the various model
parameters, which is not within the scope of this paper.

4. Conclusions

In summary, in this paper, giant gain-assisted resonant pulling forces are demonstrated
on a graded core-shell nanoparticle in a long-wavelength approximation. It is found that
these plasmonic enhanced pulling forces can exist in either the antibonding or bonding
modes based on the choice of the aspect ratio of the core-shell sphere. Generally, the
antibonding mode in the low aspect ratio case and the bonding mode in the high aspect
ratio would lead to the resonant pulling force, and this could be demonstrated by the
obtained equivalent permittivity of the graded core-shell sphere. The gradation of the
shell has a dramatic influence on the resonant wavelength of the pulling force and could
strengthen the resonant pulling force with the same level of gain as in the nongraded case.
Moreover, the parameter space for realizing the pulling force is broadened with a higher
gradient coefficient. The present study may give a deep insight into the mechanism of the
pulling force in gain systems and offer an effective way to obtain large negative forces for
nano-manipulation.
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Abstract: Experimentally observed complex networks are often scale-free, small-world and have
an unexpectedly large number of small cycles. An Apollonian network is one notable example of a
model network simultaneously having all three of these properties. This network is constructed by
a deterministic procedure of consequentially splitting a triangle into smaller and smaller triangles.
In this paper, a similar construction based on the consequential splitting of tetragons and other
polygons with an even number of edges is presented. The suggested procedure is stochastic and
results in the ensemble of planar scale-free graphs. In the limit of a large number of splittings, the
degree distribution of the graph converges to a true power law with an exponent, which is smaller
than three in the case of tetragons and larger than three for polygons with a larger number of edges.
It is shown that it is possible to stochastically mix tetragon-based and hexagon-based constructions to
obtain an ensemble of graphs with a tunable exponent of degree distribution. Other possible planar
generalizations of the Apollonian procedure are also briefly discussed.

Keywords: scale-free networks; Apollonian network; random planar graphs; generating functions

1. Introduction

It is often convenient to present big volumes of data as a graph, i.e., as a set of objects
and binary relations (bonds) between them. This approach naturally arises in numerous
contexts ranging from physics of disordered systems [1] and biology [2] to sociology [3] and
linguistics (see, e.g., [4-6]). The rapid growth in information technology ensures that larger
and larger datasets of this type are becoming available. This naturally stimulates interest
in the tools to analyze these datasets and simple (or not so simple) reference mathematical
models, which can be used to probe their properties. Thus, a rapid development in the
last 20 years of a new interdisciplinary field on the boundary of the random graph theory,
the data analysis and the statistical physics, known as complex network theory [7-9],
has occurred.

Among the structural characteristics typical for many experimentally observed net-
works, there are three especially common and striking (see, e.g., [7]): (i) the small-world
property (a very small average node-to-node distance measured along the network), (ii) ex-
tremely wide, approximately a power-law distribution of the node degrees (the networks
with this property are often called ‘scale-free’), and (iii) large, as compared to referent
randomized networks, the concentration of the short circles (e.g., triangles). It is rea-
sonably easy to construct a model network that has one or two of these characteristics,
e.g., Erd6s—Rényi graphs [10,11] are small-world, random geometrical graphs [12] that
have a large clustering coefficient. The Barabési—Albert model [13] generates small-world
scale-free networks. The Watts-Strogatts model [14] generates small-world graphs with
a large clustering coefficient, etc. Generating all three properties simultaneously is much
harder. Random geometric networks in a hyperbolic space [15-17] constitute one example
of networks with these properties. Another one is the Apollonian network.

The Apollonian network [18,19] is a planar graph that arises naturally as a network
representation of the Apollonian gasket, a remarkable object, which is, apparently, the first
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known fractal (interestingly, its exact fractal dimension is still unknown) [20,21]. The con-
struction of this network can be explained recursively as follows; see Figure 1. Take a
triangle, pick a point inside it and connect it to the three corners of the triangle. As a result,
one obtains a set of 3 adjacent triangles that form the first-generation Apollonian network.
Now, pick a point inside each of the three triangles, and connect it to its corners, this gives
a second-generation Apollonian network, then repeat ad infinitum. The resulting network
has been studied extensively in recent years, and it has been shown to have many beautiful
properties. For example, the degree distribution and the clustering coefficient have been
calculated [18], as well as the average path length [22]. Notably, there is an interesting
non-planar interpretation of the Apollonian network. Namely, it can be thought of as a
simplicial complex in the following way [23]. A first-generation Apollonian network is a
tetrahedron (3-simplex). A second-generation Apollonian network consists of four tetrahe-
dra: the original one and another three, each having a common two-face with the original
one. A third-generation Apollonian network consists of 13 tetrahedra: one produced in
the first generation, three produced in the second generation and nine new ones attached
to each free face of the three second-generation tetrahedra, etc. Thus, one can think of an
Apollonian network as a regular rooted tree of tetrahedra touching each other by common
faces. This construction is easy to visualize in a 3-dimensional (3D) space (see Figure 1b,c),
and it makes the Apollonian network a natural discretization of the 3D hyperbolic space in
the same way as a regular tree is a natural discretization of the hyperbolic plane. Many
properties of the Apollonian network can be calculated exactly, which makes it a nice toy
model for the study of various properties of real scale-free networks. As a result, there
have been a significant number of papers in recent years studying percolation [23], spin
models [24], signal spreading [25], synchronization [26], traffic [27], random walks [28,29],
etc., on the Apollonian network.

(a) (b) (©

Figure 1. Apollonian network: (a) first (black) and second (black and red) generations of the
Apollonian network; (b) first generation of the same Apollonian network represented as a tetrahedron
in 3-dimensional space; (c¢) Apollonian networks of higher generations can be thought of as rooted
trees constructed from adjacent tetrahedra. Here, second generation is shown; the shaded face
functions as a root of the tree.

Despite being such a beautiful and well-studied object, the Apollonian network has
certain drawbacks as a model of real networks. Most importantly, it is a single deterministic
object with certain fixed properties, e.g., a fixed degree distribution with a fixed power
law exponent v = In3/In2. Importantly, that degree distribution is not a true power
law but rather a log-periodic distribution consisting of a sequence of atoms at points
3 x 2" and a power-law envelope. This means that the network is scale-invariant only
with respect to certain discrete renormalizations and thus do not have the full set of
properties of a true power law distribution; see [30] for a recent discussion. One natural
generalization is a random Apollonian network [31-33], which is constructed, instead
of a regular generation-by-generation process, by sequential partitioning of arbitrarily
chosen triangles. The average degree distribution in such network is a true power law with
exponent g = 3 [32]. Notably, to the best of our knowledge, random Apollonian graphs
remain the only scale-free planar graph model with a continuously growing size for which
the exact degree distribution exponent is known. Another way of generalizing the network
is to consider the k-simpliceswith k > 3 as building blocks of the network construction
procedure. This gives rise to multidimensional Apollonian networks [34,35].
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In this paper, the authors suggest another way of generalizing the Apollonian network
construction. As a result, a novel famility of small-world, scale-free planar networks is
obtained. The main idea is to construct an Apollonian-style iteration procedure based on
polygons with different numbers of edges. The paper is organized as follows. In Section 2,
a tetragon-based Apollonian-style network is constructed and the corresponding degree
distribution is explicitely calculated. Then, the suggested procedure is generalized to
polygons with an arbitrary even number of edges. In Section 4, it is shown that it is
possible to construct a continuous one-parametric family of models interpolating between
the tetragon- and hexagon-based models and demonstrate that the models in this family
have a power low degree distribution with an exponent depending on the parameter, so
it is possible to adjust it to fit the desired degree distribution (note that the adjustable
exponent of the degree distribution can be obtained by different means in the so-called
Evolving Apollonian networks [26,33]). Last section, summarizes the results of the paper
and discusses further open questions and possible generalizations.

2. Tetragon-Based Network
2.1. Definition

Among several possible ways of generalizing the procedure described above to the
case of polygons, consider the following procedure defined here for tetragons but easy to
generalize for any polygon with an even number of edges. Note that given that we make
such a generalization in further sections, we prefer to use the term ‘tetragon’ rather than
‘quadrilateral’ for a polygon with 4 sides in order to make the terminology more uniform.

Take a tetragon and pick a point inside it; then choose (at random) a pair of non-
adjacent vertices of the original tetragon and connect them with a polyline with one new
intermediate point. One now has two adjacent tetragons, for which one can repeat this
construction, as shown in Figure 2. Importantly, contrary to the standard Apollonian
network, which is a deterministic object, the network resulting from this procedure is
stochastic. Indeed, already in the second generation, there are three topologically different
realizations of the network, see Figure 2B. Notably, at any generation, this network has no
triangles and is, in fact, bipartite.

(A) (B) (€

Figure 2. Constructionof a tetragon-based network: (A) representatives of the tetragon-networks up
to the 4th generation; (B) three possible topologically different realizations of the second-generation
network; (C) random triangulation of the fourth-generation network.
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4F

2.2. Degree Distribution

The natural question to ask about this newly introduced class of planar Apollonian-
like networks is what is the degree distribution of the nodes G, (k) in the n-th generation
of the network and what distribution G (k) it converges to for n — oo (here and in what
follows the term “degree distribution” is used to mean the probability density function,
i.e., the probability for the node to have a degree equal to k, as opposed to the cumulative
distribution function, i.e., the probability for the node to have a degree larger or equal to k).
By analogy with the Apollonian networks, one expects G (k) to be scale-free, i.e.,

Gk) ~Ck™, k>1, 1)

with some yet unknown constants C and «.

To calculate the degree distribution G, (k), note that the degree of any given node is
a random variable, whose distribution F,_, (k) for all nodes except the four initial ones
depends only on the number of generations between the generation m at which it was
created and current generation #n. Indeed, each node with degree k has exactly k adjacent
tetragons (k — 1 for the four initial nodes), and at every step of the recurrent procedure,
each of these tetragons is split in two, which results in the creation of a new edge adjacent
to the node with the probability 1/2 (in the other half of the cases, the splitting path does
not go through the given node). These splitting events happen independently for all
tetragons. The overall degree distribution is therefore calculated by averaging over degree
distributions of different generations:

fa(A)

k=21=| (k+1

1=2m=0

)+ T Qo) 4 0y, 2= T QuFlt)
44301 Qm Coon +3F" (k) + Gu(k), Gu(k) = @)

on 437" Y2 _1Qm

where Q,, = 2"~ is the number of nodes created in the m-th generation, F,go) (k) is the
degree distribution of the four initial nodes, and it is convenient to introduce G, (k), the
degree distribution of all nodes except four initial ones.

2.3. Recurrence Relation for F,(K)

To construct the recurrence relation for F, (k) proceed as follows. Let [ be the degree of
anode in the (n — 1)-th generation. This means that this node has ! tetragons adjacent to it,
and when constructing the n-th generation of the network, each of them will be split in half,
and with probability 1/2, the splitting path will go through the node under consideration.
Every such path increases the degree of the node by one. Thus, the overall degree may

increase by I,0 < I' < I, with the probability 2~/ (}), leading to

k i
F(ky= ) 2! (k 3 z) Fy1(1) forn >1, Fo(k) = by, 3)
I=[(k+1) /2]

where the fact that all nodes are created with degree 2 is taken into account and the notation
|x] is introduced for the integer part of x (i.e., greatest integer less or equal to x). This
equation can be written down in a simpler form in terms of a generating function,

A) = i AFE, (k). 4
k=2

Indeed, after substituting Equation (3), one obtains fo(A) = A? and

=)

d k-1 1
L k()

5 ¥ v (D) = 5 (MY ) = g (M),
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where the order of summation is changed, m = k — [ is introduced, and the binomial formula,
Lo/l

a+af= % ()4 ©
m=0 m

is used. The recurrence relation for the four initial nodes is a bit different because in their
case, the node of degree [ has only I — 1 adjacent tetragons:

k

B 11

)= Y 27 (ki L 1) FO (1) forn > 1, Fo(k) = 6o, @)
I=|k/2)+1

which leads to the following equation for the generating function

O3y _ v akp@y 2 (0 (AMI+A)
AW = LA w = i (M), ®

In the n — oo limit, both f,(A) and f,(l0> (A) converge to zero for all [A| < 1. Indeed, the
probability to have any finite degree many generations after the creation of a node is
exponentially small.

2.4. Generating Function of the Degree Distribution

Combining Equation (2) for G, (k), G2'(k) and the equations for the generating func-
tions (5) and (8), one gets the recurrence relation for the full degree distributions in terms
of generating functions:

(M) = Y Galk)A:, g(1) = ¥ G (k)A%, ©
k k

For g,(A), one gets:
A1+ A
(2" —1)g 1 (A) =2"A2 + (2" —1)ga (%) forn >0; go(A) =A% (10)
which in the limit of large n reduces to

1 A(1+)\)>. )

gni1(A) = E)\z + §8n< 3

Contrary to Equation (5) and (8), Equation (10) has a non-trivial limiting solution for n — co.
Indeed, if G, (k) converges to a limiting form G (k), then

§(N) = Y G(A* =} lim Gu(k)A* = lim " Gu(k)A* = lim gu(A).  (12)

where the summation and the limit are transposed, as one can do for convergent positive
series. Thus, g(A) is a solution of the functional equation,

230 = 4+ g( M), 2 = Lo (13)

It seems impossible to solve this equation for all A; however, it is possible to extract
most important information about G (k) directly from the equation. Indeed, the behavior of
the distribution for the small and large k is controlled by the behavior of the generating
function in the vicinity of A = 0 and A = 1, respectively. For small A, substituting

FA) = paA? + p3A? 4 pgAt £ (14)
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into Equation (13), one obtains:

_4 1 1 6 (1)
P2=7/P3 = q05' P4~ 155" 75~ 1519 &

for the limiting probabilities of having a node degree equal to 2, 3,4, 5, .. ..
In turn, from the behavior of §(A) in the vicinity of A = 1, one can extract both the value
of « defined in Equation (1) and the values of existing moments of G (k). Indeed, define

Greg(k) = G(k) — Ck™", (16)

and, accordingly,

8reg(A) = §(A) — CLix(A). 17)
Equation (1) implies that Greg (k) converges to zero with growing k faster than k~#, which
guarantees that greg(A) is less singular then the first one in the vicinity of A = 1. Thus,
at A — 1, the function §(A) has a singularity of the type (1 — A)*~! and has smooth
derivatives up to the order |« — 1]. Thus, in the lowest ordersine =1 — A,

la—1] )
gA) = Y ae +CT(1—a)e" T +o(e* 1), (18)
i=0

where values of 4; depend on the small-k behavior of G (k) and contain information about
the momenta of the distribution:

a0 =Y G(k); a1 =—Y kG(k) = —(k)co, etc. (19)
k k

Now, substituting A(A +1)/2 = 1 —3¢/2 + €*/2 into Equation (13) and equating
coefficients in front of different powers of €, one obtains:

2ap = 1+4ag, ap=1,
20y = —2+311/2, a1 = —4, (20)
2CT(1—a) = CT(1-a)(3/2)*7", a=1+ g%y = 3y ~ 2.70951...

Thus, [« — 1| =1, and only zeroth and first moments of the distribution converge:
):g(k) =ap=1 (k)eow=—a1 =4, (21)
k

while all the higher moments, starting from (k?), diverge with growing .

It is instructive to calculate the exact values of moments (k),, (k?), for all finite n. To
do this, note that

_dgnM)| L ey Agu(A)
(kyn = R N (k%Yn = (kyu + | (22)
Equation (10) implies
@ g aw =2 -n(2)a (M), e
which, for A = 1, leads to
a1 3 —n
(1=27 ) Kb =14+ 3 (1= 27") (R @4
Substituting
by =4—(1=27"")(k)p, (25)
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and allowing for the initial condition (k); = 2,b; = 3, one obtains:

3 3\"
by’ = an_l = 4(1) (26)
and, thus,
-4y

=4 27
This is the average degree of all nodes except the original four at the n-th step of the
network-generation process. Given Equation (2), one obtains the average degree of all
nodes:

" —1)(K)y+4(1+(3/2)")  (1—(3/4)")2"+1+(3/2)" 2" +1

3= LKG ) = s =4 273 "y @
2.5. Second Moment of the Finite-Generation Distribution
To calculate the second moment, take the second derivative of Equation (10):
@ g ) =241+ - g (M) oy () g (ML) 9)
and take into account Equation (55). Substituting A = 1 and allowing for the fact that
gn(1) = (k) g1(1) = (k)u — (k) (30)

leads to

@ =1 ()1 = (Khug1) = 2 4+ (2" = 1) (k)u + Z(Z” = D)0 = (K)w) (D)

or
@ = 1)1 — 32" = DRy = 24 + 2 = D Rer = 32 Dikhe, (32)

which, after substituting Equation (27), simplifies to

n
(@ = 1)) ns1 = Z(Z” — 1)), =2" (5 - G) ) (33)
Now define the sequence
21
an = (%), i (34)
and its generating function F(s) = )_a,s". The recurrency for a, reads:
9 5 1/3)\"
Any1 = gln + 372 (Z) (35)
forn > 1,and a; = 2. Then:
9 5 3 3§
F(S)<1*§S>_25+§1fs*§1—3s/4' (36)
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In order to proceed further, note that

25 16 16 1

1-9s/8 ~ 9 " 91_9s/8
¢ 8 g1 e 1 .
(1-s)(1-9s/8) 9 "1—-s 91-9s/8’ 7)
52 o2 1 e 1
(1-3s/4)(1—-9s/8) ~ 27 91-3s/4 271-9s/8°

Thus,

56 1 1 4 1 56 /9\" 3\ !
FO) = 310578 P15 Y3132 ”"—§<§> *2“(1) .09

and

n n—1
Ky =(1-2"""1 {536 (Z) —20+ C’I) } (39)
Proceeding in the same way, one obtains:
4/9\"  5/3\"
k)0 = 3 <1> +3 <§> +1. (40)

Thus, the total average degree is:

2" -1, 4 20
213t 3 )

(1 2) o) o l) Q)] (D)

where the approximal equality holds for n >> 1. Comparing Equations (39) and (41) shows
that, interestingly, the four initial nodes contribute a finite fraction to the overall value of
(k%) 11, which converges to 2/9 for large 7.

<k2>aH

(41)

2.6. Scaling Form of the Degree Distribution

For large n, the degree distribution G, (k) converges to G (k). Typically (see, e.g., [36]),
one expects the ratio of these functions ®, (k) = G, (k)/G(k) to attain a universal shape for
large n. More precisely, it means that there exists a scaling function ¢(x) and a sequence
K, for which

D, (k)
————~ — 1forn — oo. 42
9(k/Kn) @
Here, K, is the characteristic scale of the distribution of the n-th generation graph, and it
diverges as n — co. One must demand ¢(0) = 1 in order for G, (k) to converge to G (k) and
¢(c0) = 0 in order for k to be bound from above for any finite n. There are various ways of
obtaining the scaling factor Ky, e.g., one can use the large-n behavior of (k?),:

() = Y K2Ga(k) ~ KE™, (43)

where it is taken into account that (contrary to the lower moments) (k?),, is controlled by
the tail of the distribution. Substituting Equation (41), one obtains:

K3* = (9/8)";, — K, = (3/2)", (44)

which is to be expected since the typical maximal degree of the network increases by a
factor 3/2 on each step.

In order to check the predictions of the model, 2 x 10° realizations of the networks
of up to the 14th generation were generated. Figure 3a shows the resulting degree dis-
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tributions for sequential generations of the network. It can be seen from Figure 3b that

after renormalization of the abscisse and ordinate axes by the factors (3/2)" and k™%,
respectively, the data collapse perfectly on a single scaling curve ¢(x).

°

P() 04 N ‘_/\
) P(k) k* S0 50 50 am o am o ® \
0.01 )
L]
10 1 %
. .
10 "
H
10° e

o
10 0.1+ :
107 S

10°
A

10°

0.01 4 .
0.01 0.1

as the axes show.

L]
K32y 1

(b)

Figure 3. (a) Degree distributions of the tetragon-based networks of generations 5-14 as indicated. The results shown are

obtained after averaging over 2 x 10° realizations and logarithmic binning with step 1.1. (b) Same distributions but rescaled

-1 1 k—14+1 m—1 21—k—2
Emk =Y (k— I+ 1) (E) (7> :
I=|k/2]+1

Fn,m (k) =

gnm(A)

5 LG
I=((k+1)/2) k—1)\m

3. Polygon-Based Networks for Polygons with Any Even Number of Edges

The procedure suggested in Section 2 can be easily generalized for any even number
of edges 2m (m > 2) in the generating polygon; see generalization for m = 3 in Figure 4.
This procedure results in a sequence of planar scale-free network models with degree
distributions converging to

Gn(k) = Cpk ™, k>>1,

(45)
with m-dependent exponents «;,;,. At each generation, each polygon is split by a path

connecting directly opposite nodes. There are m different ways of such a splitting, so
each node of a polygon participates in the splitting with probability 1/m. This allows

generalizing the recurrence relations (3) and (7) for the degree distribution of a node n
generations after its creation in the following way:

T ) forn =1 RV (K) = bz,

(46)
for the original 2m nodes, and

k

21—k
= ) Fn—l,m(l) forn > 1; FD,m(k) = ‘5k,2; (47)

for all the rest. The number of nodes created at n-th generation (n > 1) is (m — 1)2".
Proceeding in exactly the same way as before, gives

©) (1) — v ykp(0) m © (Alm—1+2)
A0 = 00 = o ,

p» (48)
1 n [e+] ! k
W=D =1 Yo Y (m—=1)2'F,u(k)A
i=1k=2
(49)
el onl g A(m —14A)
iVt g S (T) forn 21 gin(h) =A%
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and

2m (0( )+ (m—1)(2"-1)

fan(A mgmm()\) (50)

all
&imk) = G o T

for the generating functions of the degree distributions of the original, newly created and

all nodes of the network, f,sf)n),(/\), gnm(A) and g3l (1), respectively. The limiting function,

gm(A) = ’}g{}ogn,m(/\)/ (51)
satisfies )
_ A 1 [Am—14+A
gm(A) = 5 + Egm <7( p )), (52)

and its behavior is easy to analyze both in the vicinity of A = 0 and A = 1. Expanding
Equation (52) for small A, one obtains:

m m? w 2m3(m—1) . m3(2m3 4 5(m—1)3)
P2 = o P3T Tk » Py = 2 ,
2,m 2,mN3,m
Z1712K1,1n
- (53)
" m®(m —1)2(12m* + 8m3(m — 1) + 14(m — 1)*)
ps = 5 , etc.,
H Kl,nz
1=2
where a short-hand notation, K , = =2m! — (m — 1 , is introduced.

%
@

Figure 4. Construction of the hexagon-based network (up to 4th generation).
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2. G(k)

k

P(k)

—ag=1, YkG(k) = —a = % Y RG(K) = 20, — ay =
k k

In turn, in the vicinity of A =1 g, (A), it takes the form of Equation (18). Substituting
the ansatz (18) into Equation (52), one obtains:

200 = 1+4ap, ap=1,
207 = =2+ (m+Day/m, ay=—-2m/(m—1),
o . . (m+1)m? (54)
20 = 1—ay/m+ (m+1)%a/m?, 2= 1) (m? - 2m— 1)’
o In2
ZCF(l — lxm) = Cr(l - “rﬂ)(m+ 1/m) " e =14

In(m+1) —Inm’

Thus, for any m > 3 |a,, — 1| > 2, the second moment of G,, (k) converges. The moments
are controlled by the coefficients a;:

2m(2m? —m —1)
(m—1)(m2—-2m—1)"

(55)

Since the second moment of G,,(k) is now controlled by the values of distribution at small
k, the initial 2m nodes do not contribute to the second moment.

Once again, in order to check the predictions 2 x 10° realizations of the networks
of up to the 12th generation were generated. The results are shown in Figure 5a, and
in Figure 5b the plot in the renormalized coordinates is shown. The collapse of the data
onto a single master curve is apparent, although it is somewhat worse than in Figure 3b.
Presumably, this happens because the typical degrees in the hexagon-based network are
much smaller than in the tetragon-network of the same size, and finite size effects are
therefore more important.
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Figure 5. (a) Degree distributions of the hexagon-based networks of generations 4-12 as indicated. The results shown are
obtained after averaging over 2 x 10° realizations and logarithmic binning with step 1.1. (b) Same distributions but rescaled

as the axes show.

4. Polygon-Based Networks with Smoothly Changing Exponent of the
Degree Distribution

As a result of Section 3, one now has a sequence of Apollonian-like models that gener-
ate planar scale-free networks with a discrete sequence of degree-distribution exponents
ay =1+In2/(In(m+1) —Inm), m = 2,3,... Isit possible to further generalize the model
to make & change continuously and take any intermediate values, including, for example,
« = 3, corresponding to the point where the second moment of the degree distributions
diverges for the first time?

It turns out that this is indeed possible. One way to do that is as follows. Assume
that when introducing a new shortcut dividing a polygon in two, one makes the resulting
partition to be a pair of tetragons with probability p and a pair of hexagons with probability
1 — p. That is to say, if the original polygon is a tetragon, then with probability p introduce
a 2-step path connecting opposite vertices, and with probability g = 1 — p, a 4-step path;
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if the original polygon is a hexagon, the new path connecting two opposite vertices is a
1-step path with probability p and a 3-step path with probability 4.

Here, we restrict ourselves to this simplest construction, although it is possible to create
more complicated rules. For example, one can introduce correlations between generations
in a Markovian way so that there is a matrix p;; of probabilities for a tetragon to give birth
to a couple of tetragons, a hexagon to give birth to a couple of tetragons, etc. As a result, it
might be possible to construct a network that is, for example, tetragon-dominated at large
scales (early generations) and hexagon-dominated at small scales (later generations).

Once again , consider a node, which is created at generation ny, and let us study
its degree distribution at generation 7 + n. This degree distribution depends only on n
and on the number of edges of the initial two faces adjacent to the node where tetragons
or hexagons.

Let the average fraction of tetragons at a given generation be p and the fraction of
hexagons be ¢ = 1 — p. Then, for each face adjacent to a given node, the probability that
this face is a tetragon is

4p 2p
=i T3 (56)
Assume now that different faces adjacent to a node are tetragons (hexagons) indepen-
dently from each other. Generally speaking, that is not true: when a new edge is created,
the two faces on the sides of it have a similar number of edges. However, one might expect
that as the degree of the node grows the correlations become less and less relevant. In this
approximation, the probability for a node of degree k to have exactly / adjacent tetragons is

(’;) (1 — )k (57)

when the next generation is created, a new edge adjacent to the node under consideration
is created with probability 1/2 for each tetragon face and with probability 1/3 for each
hexagon face. Therefore, one can write down the following approximate equation for the
probability P(k + |k, p) of the node that has degree k + r at the next generation given that
it had degree k in the previous one:

sk =L E ()ra-m-()() (2066 e

where the binomial coefficients () are assumed to be zeros if n > m or n < 0. Now,
introduce the probability F, (k|p) for a node to have degree k n generations after its creation,
and the corresponding generation function,

Then, fo(Alp) =
k
Fu(k)= 3 P(klK,p)F1(K), (60)
k=41
and
) k
FAlp) = Y. Y AP, p) B, (K) = za (W SRR ). (61
k:2k’=Lk%lj =2 k=k'

Using Equation (58), it is easy to calculate the second sum on the right-hand side:
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TGP + 1|k, p)

4l

/ / / ! r=s K —1—r+s
K k K 1 K—-1(1 1 2
Lr—o0 Zimo Lémo sm=ay=syie—1=rran © (1 = 70) (E) <§> () A

Ny s va— n— Y NE ST [ e I G

k’
(%}L+%+ (17371)/\4»2(13777)) )

which leads to the following equation for the generating function:
4—mT 247 2—p+A
fu(A) = fuaa (A(T +TA)> = fu1 (ﬂip/\) (63)

where Equation (56) is taken into account to obtain to the last expression. Proceeding
as before, one gets the equation for the generating function of the full limiting degree
distribution g« (A) (except for the initial set of nodes):

AT 1 (2-p+A
Expanding ge(A) for A =1 — ¢, € < 1in the form (compare Equation (18)):
(-1
gV = ) @e +Cr(1—a(p)e P! +o(e)), (65)
i=0

and equating the coefficients term by term exactly in the same way as in Section 2, one gets
the following equation for the degree distribution exponent a(p):

C(a—p\*T B In2
2=(355) 0 e (0

Thus, for example, the interesting case a(p) = 3 when the second moment of the
degree distribution diverges for the first time corresponds to

Plaes =2— V2~ 058579... (67)

In Figure 6, the numerical data for the degree distribution of the mixed networks
are shown. One can clearly see that the slope of the distribution gradually changes with
changing p. Moreover, after rescaling the degree distribution with the power law prescribed
by Equation (66), all curves are approximately flat for small k, validating the approximation
of independent phases.
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Figure 6. (a) Degree distributions of n = 10th-generation mixed tetragon-hexagon networks with varying p, rainbow
changing color from p = 0.9 (red) to p = 0.1 (violet). The results shown are obtained after averaging over 10° realizations
and logarithmic binning with step 1.05. (b) Same distributions but rescaled: P(k) is rescaled by its theoretical behavior k™%,
with « given by Equation (66), k is rescaled by a factor ko(p,n) = ((4 — p)/(3 — p))", which approximates the growth of the
maximal accessible degree with the number of generations 7.

5. Concluding Remarks and Open Questions

This paper presents one possible class of planar random graphs constructed from
polygons with an even number of edges using a procedure similar to the construction of
Apollonian graphs [18]. The 2m-polygon-based graphs have a limiting power law degree
distribution with the exponent,

In2

=14+—
o + In(m—1) —Ilnm’

(68)
and the moments of the degree distribution are given by Equations (21) and (55). The second
moment of the degree distribution diverges as (9/8)" with the number of generations n
in the case of tetragon-based graphs (see Equation (41)) and converges to a finite value
in Equation (55) for the polygons with a larger number of edges. Moreover, as described
in Section 4, it is possible to construct a mixed model based on two different polygons
(tetragons and hexagons in our example) so that on all stages of construction, tetragons
are formed with probability p and hexagons with probability 1 — p. By varying p, one can
adjust the slope of the degree distribution in order to achieve a desired value in a way
reminiscent of evolving Apollonian networks [26].

Clearly, all graph classes presented here are small world. Indeed, the diameter of the
graphs grows at most linearly with the number of generations:

dyy1 < dn+2[m/2], (69)

where d,; is the diameter of the n-generation graph. In turn, the total number of nodes grows
exponentially with the number of generations; thus, the diameter is, at most, proportional
to the logarithm of the number of nodes.

The shortest cycles in the graphs presented here are 2m, and, in particular, there are
no triangles in them, so, generally speaking, the clustering coefficient is zero. However,
this should not obscure the fact that there is actually a huge number of short cycles in
these graphs. Indeed, consider the following auxiliary construction: let the polygon-based
construction be exactly as presented above up to n-th generation, but then connect all the
nodes belonging to the same face on the last generation of the procedure, so the smallest
faces (i.e., faces constructed on the last step) are considered to be complete graphs Kj,,
((2m — 1)-simplices). The large-scale structure of the resulting graph (including, e.g., the
slope of the degree distribution) will be the same as in the original polygon-based procedure,
but a finite fraction of nodes (those created in the n-th generation of the construction) will
have clustering coefficient 1, guaranteeing that the average clustering coefficient of the
whole graph remains finite as # — co. In order to use polygon-based graphs as a toy model
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for experimental systems, it might be reasonable to add a random fraction of them in order
to fit the observed clustering coefficient instead of adding all possible links connecting the
vertices in the smallest faces.

Interestingly, polygon-based graphs with even m are bipartite, see Figure 7a. In that
sense, the tetragon-based graph seems to be a natural generalization of the Apollonian
construction for the case of bipartite graphs. We expect that there might be a connection
between bipartite polygon-based graphs and space-filling bearings, which allow only
cycles of even lengths [37] in a way similar to the connection between original Apollonian
networks and space-filling systems of embedded disks. Exploring this question goes,
however, beyond the scope of this paper.

This paper restricts itself to just one class of possible generalizations of the Apollonian
construction based on polygons of arbitrary sizes. It is quite easy to suggest various other
generalizations. The most obvious example is, probably, the random polygon construc-
tion where new graphs are constructed not generation-by-generation by splitting all the
polygons of the previous generation at once, but rather by randomly choosing on each
step a face to split. Figure 7b presents an example realization of such a tetragon-based
random graph. In the standard Apollonian case, it is known that the exponent of the degree
distribution is different for the regular and random constructions. Calculating the de-
gree distribution of random Apollonian-like polygon-based graphs remains an interesting
open question.

(b)

Figure 7. (a) Tetragon-based networks are bipartite. (b) An example of a particular realization of a
randon tetragon-based graph. (c) An example of a 2nd-generation deterministic pentagon-based graph.

Another, this time a completely deterministic generalization, is as follows. Consider
a polygon with an odd number of edges 2m +1,m > 1. Put a point inside the polygon
and connect it with all vertices of the polygon by chains of m edges and (m — 1) nodes.
This splits a polygon into 2m + 1 faces, each having exactly 2m + 1 edges. On the next
step, repeat this procedure for each of the faces and proceed ad infinitum. Figure 7c shows
the second-generation pentagon-based graph obtained via such procedure. Clearly, this
construction is an even more direct generalization of the Apollonian graph construction
(indeed, m = 1 case is just the Apollonian graph itself). However, it means that it has
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standard drawbacks of the Apollonian graph in a sense that it is a single deterministic
object rather than a stochastic ensemble of graphs and that its limiting degree distribution
is not a power law but rather a log-periodic function with a power law envelope.

We think that the classes of graphs presented here are a useful addition to the toolkit
of toy models to model scale-free graphs. Indeed, while having the main advantages of the
Apollonian networks, they have additional flexibility in a sense that one might regulate the
slope of the degree distribution and the average clustering coefficient in the way described
above. In particular, such graphs might be, in our opinion, useful in the applications
where graph planarity is essential [38], for example, in quantitative geography, such as the
study of the formation of the systems of interconnected cities. On the other side, studying
percolation, spectral properties, diffusion, synchronization, epidemic spreading, etc., on
these generalized graphs might allow to systematically study the influence of varying
degree exponents on these phenomena, which, to the best of our knowledge, have not yet
been done for the scale-free planar networks.
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Abstract: This paper is concerned with limits on kinetic and magnetic energies and dissipation rates
in forced flows that lead to dynamo action and a finite amplitude magnetic field. Rigorous results
are presented giving upper and lower limits on the values of these quantities, in a simple cubic
geometry with periodic boundary conditions, using standard inequalities. In addition to the general
case, results in the special case of the Archontis dynamo are presented, in which fields and flows are
closely similar in much of the domain.

Keywords: magnetohydrodynamics; dynamo theory; rigorous bounds

1. Introduction

This paper sets out some rigorous bounds on statistically steady dynamos driven by
steady forcing. Such dynamos have been widely investigated by a number of authors; for a
review with references see [1]. Of particular interest is the so-called Archontis dynamo [2,3]
in which the magnetic field is almost aligned with the velocity field over much of the
domain. In the latter case the velocity field and magnetic field can be almost steady with
steady forcing while in other cases the fields and flows are disordered and aperiodic in
time, so that averages over both space and time have to be assumed constant to make
progress. This permits the construction of both upper and lower bounds on the time-
averaged magnetic energy or dissipation, and the ratios of these quantities to their kinetic
equivalents. A number of these results have been given elsewhere (see references in
Section 3), but others are apparently novel. Some general results are given, and also more
restrictive bounds that obtain (approximately) when the fields and flows are of Archontis
type. The analysis shows results for the simple case where the magnetic Prandtl is unity
and also where it is small, as found in laboratory fluids.

The plan of this paper is as follows: After an introduction in Sections 1 and 2, the
mathematical problem is presented in Section 3.

2. Methods

The analysis is performed using a number of known inequalities (Poincaré, Cauchy-Schwartz,
Holder, and others) that have a long history in the literature; while the bounds that are
derived are only approximate in the sense that results for real flows will not be close to
the extreme limits derived, they have the merit of being universal and are useful as a
consistency check on any numerical computations. There have been a number of rigorous
results derived for magnetic field growth due to prescribed flow; see, e.g., [4]. Here, flows
that are driven by a steady space-periodic forcing are examined. Results are presented both
for the flows and fields themselves, and for the Elsasser variables, defined as the sum and
difference of the velocity and magnetic fields.

3. Governing Equations

We consider forced incompressible flow u* and dynamo generated magnetic field b*
in a periodic box off side L. The forcing f*(x*) is also taken to be incompressible. As well
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as the velocity forcing we have the Lorenz force due to the magnetic field. The momentum
Equation for u* and the induction equation for b* can be written in the dimensionless forms:

Ju

§+Ru-Vu:7VP+Rb-Vb+V2u+f, 1
ob —172
g:RV><(u><b)+Pme, ()

where x* = x/d, w* = Rvu/d, b* (measured in Alfvén velocity units) = Rvb/d , f* = v2Rd3f
and P, = v/7 (the magnetic Prandtl number), where v is the kinematic viscosity, d = L/27
where L is the length scale of the system, and 7 the magnetic diffusivity. The parameter
R is defined such that (|f|?); = 1, where (-); is defined as an average over the periodic
box. Thus, R plays the role of a Reynolds number or inverse viscosity. For simplic-
ity, the assumption is made that the forcing f is independent of time, and it is further
supposed that all quantities are periodic over a box of side L. It is also supposed that
V.-u=V.f=V b =0, and that (b)g = (u)g = (f)g = 0. (It may be checked that these
averages do not change during the evolution of the system.) We are interested in a system
in a statistically steady state, and define (-) to be the time average of (-)g over time.

4. Results
4.1. No Magnetic Field

Equations (1) and (2) have solutions with b = 0. In that case we can can find bounds on
the kinetic energy and viscous dissipation in terms of properties of f. Defining £2 = (|u| >2,

D2 = (|Vul)? we have the following results, noting that £2 < D? in the chosen geometry.

4.1.1. Upper Bound

Multiplying Equation (1) by u and averaging and use of the Cauchy and Poincaré
inequalities gives

E2< D= (u-f) SD<\Vg\2>%, ®)
where g is defined by f = —V2g, (g)s = 0, so that one has the upper bound,
E<D<T, where I'?= <|Vg\2> <1 4)
The last of these inequalities is shown, recalling that <|f\2> = 1, by noting that
= (r-g) < ()2 <T.

4.1.2. Lower Bound

Multiplying Equation (1) by g and averaging, recalling that g is independent of time,
one obtains:

~R(u-(u-Vg)) — (u-V2%g) = —R(u-(u-Vg)) + D2 = (f-g) =T (5)

One can bound the terms on the left hand side using the above inequalities and the
Holder inequality to get (defining max; ;x(|dg;/9x;|) = A, where A is a constant):

(RA+1)D* > RAE?> + D> > T2, (6)

Results similar to both these upper and lower bounds have been obtained earlier,
e.g. [5,6]
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4.2. Dynamo Inequalities

We now introduce the induction equation and the Lorentz force term and try to
generalise the above results. These are now framed as inequalities on the magnetic energy
and magnetic dissipation; we define £2 = (|b|2), D% = (|Vb|?).

4.2.1. Upper Bound
Multiplying Equation (1) by u and Equation (2) by b, averaging and adding, one finds
that the cubic integrals cancel and that

(P, 'D%+D?) = (u-f) <TD, so that @)
2
D2 < P, (FD - DZ) < %, ®)

4.2.2. Lower Bound
More surprising perhaps is the fact that the magnetic dissipation is bounded below, for
given values of R and D. Multiplying Equation (1) by g, using Equation (8) and averaging,
one finds:
~R{(u-(u-Vg) = b (b-Vg)) + (B, ' D}, + D?) = T* ©)
Then by analogous methods to the non-magnetic case one finally obtains:
RA(D?%+D?) + (P, ' D% + D?) > RA(E% + £2) + (P, ' D2, + D) > T2, or

FZ—RAEZ—D2>r2—(RA+1)D2 (10)
RA+P," =~  RA+P,

D2 >

These results are related to those shown by Tilgner [7] in the context of the G.O.
Roberts dynamo.

4.2.3. Dissipation Ratio

One can write these results alternately in terms of the ratio of magnetic to kinetic
dissipation. Let D%l = I2D?; then (here G = 1/ D):

I2G% — (1+ RA)

<k < P,(IG —1). 11
RATD T kS m ) (11)

The largest possible value of k2, of k? is given by the intersection of the bound-
ary curves of the inequalities in Equation (11). Eliminating X = I'G at the intersection,
one finds:

2
kmax

= %{pm(z -1+ \/P,g,(1 —Z)244P,(2Z+1)|, where Z=P,RA.  (12)

k2

thax appears to increase monotonically with R. For many liquid metals P, < 1; in
that case, if k2., = O(1), one must have R = O(P,;?).
4.3. The Archontis Dynamo

Now these results can be applied to the Archontis dynamo to get what are probably
rather conservative estimates on the relation between R and P, necessary to sustain such
a dynamo.

The original forcing function used by Archontis takes the form,

f= \/g(Sinz, sinx, siny). a3

187



Physics 2022, 4

Then one can see that g = f, A = /2/3, T = 1. For the Archontis dynamo, k% ~ 1and
so the boundary of the region in (R, P,;) space, where this is possible, is given by putting
both the expressions in Equation (11) equal to unity, giving the approximate inequality for

such a dynamo:
R > \/gp,,;z. (14)

Since, as previously noted, P, < 1 in many physical systems, it can be seen that
Archontis type dynamos can occur only for large values of R for such systems.

4.4. Use of Elsasser Variables

One can instead use the Elsasser variables z+ = u & b. The equations can be written

F) 1 1
% +Rzq - Vze = —VP+ 5 (14 P, )Vze + 5 (1= P, )V2z +£. (15)

Then multiplying each equation by z., one finds, in the statistically steady state:

(s £) = 2 (14 P (1922 ) +

=5 (1- Py )(Vzy - Vzz). (16)

1
2

Now defining D2 = (|Vz|?) and using similar inequalities to those in previous
Sections, one finds:

1

Dy + %|1 — P, |DiD= > 5

(1+P,HYD3, 17)

or, dividing through,
r> %(1+P,;1)Di—%\1—P,;1|D¢. (18)

As a check consider the non-magnetic case for which zy = z_. For P, < 1 we
reproduce an inequality similar to Equation (4). When P, > 1 one obtains a weaker result.
One can find relations corresponding to Equation (10) by multiplying Equation (15) by g
and averaging, leading to

1 1
VRD:D= + 5 (1+ PyOIDy + 1L P IDs > T2 (19)

where maxx(|g|) = V. To understand what these inequalities imply consider the special
case P;; = 1, and the Archontis forcing, where V = V2,T = 1. Then Equations (18) and (19)
become:

Di <1, V2RDiD++Dy >1. (20)

For the Archontis dynamo, we have that D < D, say. It is straightforward to check,
using the lower sign in Equation (20), that the smallest value of the ratio r = D_/D_
compatible with the above inequalities is 1/(v/2R + 1), and so R has to be large for an
Archontis type dynamo, as indeed is found in the experiments; see for example the detailed
calculations for large R , described for P,, = 1 in [8], (with large R corresponding to small e
in their notation).

Similar results hold for general P,,. Consider the interesting case P, < 1. Then a
similar calculation gives, for # = VR,

1
2?-[7'2l+r+a(172r7r2)+é(1’71). @1
How big should R - or H - be to get close to the Archontis configuration? If < 1 then
H~ (1+P,)/2r > 1. Ifr ~ Py < Lthenr ~ 1/((Pu(2H + P;?)) and so H has to be
very large, of order P,,2, to reduce r significantly below P,.
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Figure 1 shows the relation between # and r for three values of P, < 1. It can
immediately be seen that as P, decreases (i.e., 77 increases for fixed v) it becomes harder to
make 7 small, i.e., to approach an Archontis state.

0.20

0.15

= 0.10

0.05

0.00 N S SO S S R R

Figure 1. The minimum value of r = D_ /D, as a function of H = RV/2 for P, = 1 (solid line);
Py, = 0.2 (dashed line); P, = 0.05 (dash-dotted line). See text for details.

The values of k and r are not straightforwardly related. By use of the Schwartz
inequality it can be established that as long as k,» < 1 as envisaged one must have
(r4+1)(k+1) > 2, so that, for instance, if r is close to zero, then k must be close to unity
but, since r is bounded below rather than above for fixed H, then k is not constrained.

5. Discussion

In this short paper, I explore the rigorous results that constrain the magnetic and
kinetic energies and dissipation rates in a forced, fully nonlinear dynamo. It is possible to
obtain both lower and upper bounds on the magnetic dissipation for a given forcing. In
particular, the parameter R, which measures the amplitude of the forcing, has to be very
large when the magnetic Prandtl number is small. Similar bounds can be found for the
Elsasser variables, z+ = u =+ z, and these lead to the same conclusion in the case of the
Archontis dynamo where u and b are closely aligned in much of the domain, while some of
the bounds are likely to be rather loose, they are at least rigorous, and provide guidance as
to where in parameter space to look for exceptional configurations such as those found by
Archontis. Work is in progress with D.J.Galloway to examine the accuracy of the bounds
through direct numerical simulations. In Appendix A, the author of this paper presents his
brief reminiscent about contacts with M. Tribelsky to whose honour this issue is dedicated.
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Appendix A

I am delighted to dedicate this paper to my friend and colleague Michael Tribelsky. I
have known him since meeting in Bayreuth in 1989 at a conference and we had valuable
discussions during his visit to the Isaac Newton Institute, Cambridge, UK in 2005.

Figure A1l. Michael Tribelsky (left) and Michael Proctor (right): Trinity College, Cambridge, UK
in 2005.
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