N

N

JmHIiB@a+ H2 aim/v Q7 .BzmbBQM BM *QKTAQ
avbi2Kb " b2/ QM S "'iB+H2b _ M/QK g HI
> Kx PmFBHB- _ +?B/ # #Qm- :0" H/ .2#2M2bi- "2\

hQ +Bi2 i?Bb p2 ' bBQM,

> Kx PmMFBHB- _ +?B/ # #Qm- :0" H/ .2#2M2bi- "2MQWi LQ2iBM;2 X J
BM *QKTQbBi2 :" BM@SQ 2 avbhi2Kb " b2/ QM S "iB+H2b _ M/QK g HFX
kykR- jON UjV- TTX8KN@883X RyX83ykf+ K2+ XN9 X ? H@yYj9NN3kd

> G A/, ? H®YjINN3kd
2iiTb,ffB7TX? HXb+B2M+2f? H@Yyj9NN3kd
am#KBii2/ QM kR .2+ kykR

> G Bb KmHiB@/Bb+BTHBM v GOT24WB p2 Dmbp2 "i2 THm B/BbBIBTHBN
"+?Bp2 7Q i?72 /2TQbBi M/ /Bbb2KIBEBMBR MNQ@T™+B2® " H /BzmbBQM /2 /
2MiB}+ "2b2 "+?2 /Q+mK2Mib- r?2i?@+B2MMiB}2mM2b#/@ MBp2 m "2+?22 +?22- T
HBb?2/ Q° MQiX h?2 /IQ+mK2Mib MK VW+RK2Z2EF IQKHBbb2K2Mib /62Mb2B;M
i2 +?BM; M/ "2b2 "+? BMbiBimiBQWER BM?8 7M#M2I @b Qm (i~ M;2 b- /2b H
#Q /-Q 7 QK Tm#HB+ Q T ' Bp i2T2HRAB+B @2MT2BIpXib X

.Bbi'B#mi2/ mM/2  * 2 iBpR *EMOKIBRM% 9Xy AMi2 M iBQM H GB+2M


https://ifp.hal.science/hal-03499827
http://creativecommons.org/licenses/by/4.0/
http://creativecommons.org/licenses/by/4.0/
https://hal.archives-ouvertes.fr

INSTITUT D E FRANTCE
Académie des sciences

Comptes Rendus

Meécanique

Hamza Oukili, Rachid Ababou, Gérald Debenest and Benoit
Noetinger

Multi-scale study of di  Vusion in composite grain—pore systems based on
particles random walk

Volume 349, issue 3 (2021), p. 529-558

<https://doi.org/10.5802/crmeca.94>

© Académie des sciences, Paris and the authors, 2021.
Some rights reserved.

cammm This article is licensed under the
Creative Commons Attribution 4.0 International License.
http://creativecommons.org/licenses/by/4.0/

"|.<1
>
MERSENNE

LesComptes Rendus. Mécanigaent membres du
Centre Mersenne pour I'édition scienti que ouverte
www.centre-mersenne.org


https://doi.org/10.5802/crmeca.94
http://creativecommons.org/licenses/by/4.0/
https://www.centre-mersenne.org
https://www.centre-mersenne.org

Comptes Rendus
Mécanique

2021, 349, nCB, p. 529-558
https://doi.org/10.5802/crmeca.94

Short paper/ Note

Multi-scale study of di Vusion in composite
grain—pore systems based on particles
random walk

Hamza Oukili ®®2, Rachid Ababou 2, Gérald Debenest 2
and Benoit Noetinger © P

2 Institut de Mécanique des Fluides de Toulouse, IMFT, Université de Toulouse, CNRS
- Toulouse, France

biFp Energies nouvelles, Rueil-Malmaison, France

E-mails: hamza.oukili.01@gmail.com (H. Oukili), rachidababou@gmail.com
(R. Ababou), gerald.debenest@toulouse-inp.fr (G. Debenest),
benoit.noetinger@ifpen.fr (B. Noetinger)

Abstract. This paper studies di Vusion processes at di Verent scales in two-dimensional (2D) composite media
(grain—pore porous micromodels). To model di Vusion, this study uses the random walk particle tracking
(RWPT) method based on 2D analytical solutions in nite and semi-in nite domains with zero- ux boundary
conditions (BC) at grain boundaries. The analytical solutions are developed using a method of images.
Then, an RWPT combined to a Stop&Go algorithm is derived from these analytical solutions. The developed
RWPT algorithm is then used to model di Vusion processes inside the pores at the “microscopic” level
(microscale), while the grain elements are assumed inaccessible to di  Vusion (zero- ux BC condition at the
interface grain/pore). The composite medium, where the di ~ Vusion occurs, is a numerical micromodel made
of periodic motifs of rectangular grains. Particles are initially located at the center of a pore, and di Vusesinthe
periodic motifs micromodel (in nite domain). First, the grains are chosen square with di Verent sizes to vary
the porosity. Second, for constant porosities, the grains are elongated to study thee  Vect of the anisotropy ratio
on di Vusion processes. EVective macroscale properties (porosities, e Vective di Vusion tensors, tortuosities)
are then calculated using moments of particles positions. The results obtained t well with theoretical
expectations and are in very good agreement with results found in the literature.

Keywords. Composite media, Di Vusion, Random walk particle tracking (RWPT), Discontinuities, Analytical
solutions, Porous materials, Zero ux.

Manuscript received 7th February 2021, revised 10th October 2021, accepted 6th September 2021.

1. Introduction

Transport processes occurs inmany elds of science including, mass or heat transfer problem, for
instance. In porous media, they include also solute mass transport, heat transport, and slightly
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compressible Darcy ow (pressure di Vusion equation). Di Vusion processes, in particular, are
important in transport phenomena, either directly (solute di ~ Vusion, heat di Vusion, pressure
diVusion) or indirectly (when the local hydrodynamic dispersion of transported quantities is
modeled as a diVusion-type process on a larger scale). Treating such problems in physics could
be challenging, particularly in the case of spatially variable or discontinuous transport properties.

At the pore scale, considering a binary grain/pore medium, di ~ Vusion usually occurs inside the
pores, while the grain elements are assumed inaccessible to di Vusion (extensions to aggregates
instead of grains are discussed in the conclusion Section 5). A zero- ux condition is assumed
locally at the grain/pore interfaces. When we treat the di  Vusion process at the macroscale level,
diVusion occurs in a homogeneous medium with macroscopic parameters (including porosity
and eVective di Vusion coeY cients) determined via an upscaled methodology. There exist several
techniques to determine correctly the link between the transport processes at the microscale
and the e Vective parameters at the macroscale. In the literature, di Vusion problems and their
upscaling issues have been widely treated using either volume averaging techniques [1, 2],
homogenization theory [3, 4], or moments matching techniques [5, 6]. A review on multi-scale
methods [7] has shown that homogenization still faces many challenges. Another recent study
has shown some improvements by using di Verent levels of upscaling in modeling ow transport
in fractured media [8]. Upscaling has also been used to determine parameters for continuous
time random walk (CTRW) modeling [9]. In addition, the random walk particle methods have
also been used to obtain probability results on self-avoiding Random Walks where the “particles”
cannot cross their own path [10].

Solving the di Vusion equation at various scales is possible using classical methods such as
Finite Volume or Finite Elements methods. In this study, we use particle methods. They have
been extensively used for modeling transport problems in porous soils, aquifers, and reservoirs.
They reduce or avoid some of the problems of Eulerian methods, for example, instabilities, exces-
sive arti cial di Vusion, mass balance, and/or oscillations that could lead to negative concentra-
tions. In the Lagrangian particle approach, di Vusion processes are modeled by random walk al-
gorithms. The numerical (modeling) issues are di  Verent for the Eulerian partial di Verential equa-
tions (PDE) approach and for the Lagrangian random walk approach (for more details, see the
recent study of [11] and the review paper of [12]).

Previous studies have used CTRW algorithms for upscaling double porosity fractured me-
dia [13-15]. Random walk methods have also been used in many publications in order to ana-
lyze the “e Vective” or “macroscale” di Vusion coeY cient that emerges from the transport of Brow-
nian particles representing a passive tracer (heat or mass) transported in a heterogeneous or ran-
dom velocity eld (e.g., [16], among others). In this study, we develop a new algorithm, using
the random walk particle tracking (RWPT) method, based on two-dimensional (2D)/three di-
mensional (3D) analytical solutions in nite and semi-in nite domains with zero- ux boundary
conditions (BC). The RWPT algorithm induced from these analytical solutions is then applied
to more complex geometries of grains and pores (that are di Y cult to solve analytically). Di Ver-
ent con gurations or structures at the microscale level (e.g., grains and pores in a porous me-
dia) will be chosen in order to obtain composite isotropic media with di Verent porosities at the
macroscale level. Then, by choosing elongated microstructures, anisotropic media emerge at the
macroscopic level. These con gurations will be obtained from microscale motifs of grains and
pores with di Verent porosities, repeated periodically and inde nitely (in nite domain grain—pore
system). EVective macroscale properties (porosities, e Vective di Vusion tensors, tortuosities) are
then calculated for instantaneous injection (initial point source), using moments of particles po-
sitions. While standard homogenization models use steady state algorithms, the present RWPT
allows the capture of the transient dynamics of the system. The method gives additional infor-
mation on the evolution of the macro-properties through time, and thus ultimately, determines
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the representative elementary volume (REV) of the system in addition to the macro-properties.
In addition, RWPT is easily scalable with no limitations in the number of processors.

This paper is organized as follows. The next section, Section 2, presents the theory behind
RWPT methods, and the corresponding concentration-based PDE, particularly for di ~ Vusion
problems with zero- ux BC's. Section 3 presents a generalization of particle-based methods and
algorithms for solving di Vusion transport problems using RWPT in granular media with multiple
zero- ux interfaces. In Section 4, the results obtained for di  Verent geometries of grains and
pores are presented and discussed. An upscaling method using spatial moments (suchas ~ ¥£,(t))
is applied to the particle-based microscale simulation results in order to deduce macroscopic
diVusion properties. The conclusive Section 5 recapitulates results and discusses extensions.

2. Theory: di Vusion PDE, boundaries, and random patrticle positions

In this rst part, we introduce the equations and the formalism in order to establish zero- ux
conditions using particle methods.

2.1. PDE's for initial-value problems in in nite domains or with one zero- ux BC

2.1.1. The Gaussian PDF of particle positions (in nite domain)

Let us de ne the initial-value problem (Cauchy's problem) in an in nite porous domain:
8
R C
§8tE0;8x2R; g(x,t),CEng(x,t)AD@;2(x,t)
i @ @ @
8t EO; lim C(x,t) A0 1)
E x181 M
“ 8x2R; C(X,O)/ETOi(Xi Xo),
where [ is the (constant) porosity, Mg the initial mass of solute at x ZAXg, and C is the mass

concentration of solute per volume of solvent (kg/m in 1D).
The solution of (1) is:

[V Al
. M 1 Xi (XoAVt
8tEO0;8x2R; C(x,t) E—p exp | S OAVO)N T @)
M 4 Dt 4Dt
Equation (2) can be written as follows:
. M
8tE0;8x2R; C(x,t)ﬁETOG(XOAVt,ZDt;x), ©)

where G(xgAV t, 2Dt ;x) is the Gaussian probability density function (PDF) withmean  xoAV t and
variance 2Dt . In particular, G(0,2t;x) is the fundamental solution of the di Vusion equation [17].
N (* , %) denotes a Gaussian random variable (RV) withmean ! and variance ¥#, which means
ithasthe PDF x! G(*,%£;x).
In 2D space, t8he initial-value PDE problem for pure di  Vusion (V A0) is

vl
§8tE0;8(x,y)2Rz; %(x,y,t)/ED %(x,y,t),&%(x,y,t)
8t EO; lim C(x,y,t)/E0 4)
x,y!81 M
T 8(x,y) 2R C(x,y,O)/ETOt(Xi X0.,Yi Yo).
The solution of (4) is
8tEO; 8x2R; C(x,y,t)ﬁE%G((xO,yo),ZDt;(x,y)). (5)
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where G((Xo, Yo),2Dt;(X,Y)) is the bi-variate Gaussian PDF for 2 i.i.d. variables (independent and
identically distributed variables) with mean ( xg, yo) and isotropic variance ’%i (t) ,CE%ZY (t) £2Dt.
This bi-variate Gaussian solution of (4) will be used in subsequent subsections.

2.1.2. Semi-in nite domain with zero- ux BC

In a semi-in nite one-dimensional (1D) domain with a zero- ux BC at X /AEXpc, the diVusion
of an initial-value “sourceé’ located at  x AXg is governed by the following system of equations:
- 4o @ @c
§8t E0;8x2]il ixecl o (1) AD (1)
8tEO; lim C(x,t) A0
x!il
‘ @ ©)
8tEO; i uD —(Xpc,t) A0
@
Mo
- 8x2]il ;xscl; C(X,O)/ETi(Xi X0)-

The solution of (6) is (7) (similar to the one found in [18, p. 363—-365]): 8t E0;8x2]il ;Xacl;
C(x,t)/Ew(G(xo,ZDt :X)AG(2xgci Xo,2Dt;X)). )
Equation (7) could be written asLl
C(x,t) /E%(G(XO,ZD'[ :X) A Lgc(G(Xgc, 2Dt;X))), (8)

where Lgc is a linear application that transforms  G(xp,2Dt;Xx) into G(2xgci Xo,2Dt;X). Notice
here that Lgc(G(Xp,2Dt ;X)) is the symmetric of G(Xg,2Dt;Xx) relative to x /Axgc (see Figure 1).

In the 2D case considering the left half-space with a zero- ux BC on the vertical plane X AEXBC,
Equation (6) k)8ecomes

H@C @Cﬂ

~ 0 e T . @
8tEO0;8x2]il ;Xgcl;8Y2R; 6(x,y,t)ﬁED @ @ (X,y,t)
8t EO; XJLT C(x,y,t) A0
8tEO0;8x2]il ;xgcl; y]l}ﬂ‘ C(x,y,t) A0 9)
8tE0;8y2R; i pD%(ch,y,t)/EO
M
“8x2]il ixecl 8Y2R C(x.y.O)ﬁETOr(xa X0.Yi Yo).

The solution of this equation (9) is the following combination of Gaussians: 8t E0; 8x 2
lil ixscl; 8y 2R;

C(x,y,t)ﬁE%(G((xo,yO),ZDt;(x,y))AG((Zchi X0,Y0),2Dt;(x,Y))). (10)

The half-domain solution (10) (with zero- ux BC) will be used in subsequent subsections.

2.2. PDE solutions with zero- ux BC's

The concentration-based analytical solutions shown in this section have been checked by direct
substitution in their respective system of equations and their initial and BC's. They take the
form of in nite series. Using the same concept shown in this section for 2D analytical solutions,
these solutions could be extended to solve 3D problems. An analytical method, analogous to that
described in Appendix A, will be applied later to RWPT for treating multiple interfaces in 2D (see
RWPT algorithms in Section 3.2 further below).

The method used in Appendix A to obtain 2D concentration-based solutions C(x,y,t) was
applied to di Verent initial-boundary-value problems with cartesian parallel interfaces serving as
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Figure 1. Plot of di Verent terms of (7) and (8) (analytical solutions). The red vertical line
represents the interface: BC with zero ux. The green vertical line is the initial source
position located at x A2. The bold curves are the solutions inside the domain of interest,
while the dashed lines are the same solutions extended outside the domain. The green bold
curve is a Gaussian: it is the source solution in an in nite domain. The magenta Gaussian
curve is the symmetric of the green one relative to the interface. The bold blue curve is the
left-hand side of (7) and (8); it is the sum of the green and magenta curves.

zero- ux planes. In these problems, each and every interface is in nite. Even when the domain
is nite in one direction, the corresponding interface (orthogonal to that direction) is assumed
to be innite. This last condition restricts the application of this method to the geometric
con gurations of Figures 24—-27. These con gurations allow the solution to be the product of the
1D solution in one direction multiplied by the 1D solution in the other direction.
In the following Section 3.2, it is suggested that the independence between the two directions
in these concentration-based solutions implies an independence between the  X(t) and Y (t)
positions of particles. This is one of the key points of our RWPT algorithms to be implemented
for various grain—pore systems (see results in Section 4).

2.3. From particle positions to concentration

Let us consider now a particle-based method to solve initial-value problems. The concentration

will be determined from the particles positions PDF (note, in the present case, total mass Mo is
constant, and concentration C(x,t) is proportional to PDF):
VA
C(x,t) £ C(X¢,t)x(X¢i x)dXq (11)
R
C(x,t) £ (Xt x)dmyg, (12)
R
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where X; and dm; represent, respectively, the position and mass of an in nitesimal concentra-
tion packet (to be discretized as a “particle”).

3. Methods and algorithms

Based on the previously established solution principles for the concentration-based PDE's (see
Section 2.2), this section develops an RWPT algorithm that solves di Vusion problems in more
complex geometries (compared to the geometries of Section 2.2).

3.1. RWPT methods with one zero- ux BC

RWPT methods are primarily inspired from initial-value problems (see Section 2.1). These meth-
ods consider particles to be independent. Therefore, if a particle does not encounter any inter-
face, then it will be considered as if it were in an in nite domain, and follows the correspond-
ing algorithm. On the other hand, the RWPT algorithm is altered for particles that do encounter
interfaces (e.g., interface with zero- ux BC).

3.1.1. RWPT in an in nite domain

To solve (1) using particle methods in 1D, for atime t, we need to generate particles with a PDF
equivalent to (2). Thus, these particles must follow the RV N (xgAV t,2Dt), hence

Xt ZEN (xo AV t,2Dt). (13)
Using simple Gaussian RV operations, we obtain
p_—
Xi AxoAVtEA 2Dt;;N(0,1), (14)

where N (0,1) is a Gaussian RV, with 0 mean and unit variance.
In conclusion, the PDF of RV X; is identical to the concentration solution in (2) divided by

Mo/ H.
In 2D, to solve a pure isotropic di Vusion problem (4) using a particle method, X; governed by
M
XO p —_— N X (0, 1)
X £ 7 A 2Dt;; : 15
v Ny (0, 1) =

where Nx (0,1) and Ny/(0, 1) are two independent Gaussian RV's, with 0 mean and unit variance.
3.1.2. RWPT in semi-in nite domain with zero- ux BC

Let us dene - gc and - 5. as:- gc &]il ;xpc]l and - g /E[xgc;AL [, so - BCS- ac ZER.
In Section 2.1.2, we have shown that the solution of the semi-in nite domain with zero- ux
BC could be written as the sum of: the solution of the in nite domain G and its symmetric
Lgc(G) relative to the position of the interface  x Axgc. Both are truncated on the semi-in nite
domain - gc. On the other hand, Lgc(G) truncated on - gc is the symmetric of G truncated on
- ;C. Therefore, in RWPT methods, G truncated on - gc represents the particles that did not
reach the interface. The particles algorithm (i.e., in nite domain algorithm) is not altered; this is
because G is the solution of the in nite domain. 1 Whereas, Lgc(G) truncated on - gc symmetry
represents the particles that crossed the interface were totally re ected (i.e., their nal position is
the symmetric relative to the interface).

1These considerations (properties) are due to the linearity of the corresponding PDE problem. A superposition
principle is being applied; and there are analogies with Green's functions approach and with the method of images as
well.
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Hence, the particles Random Walk algorithm becomes, in the presence of a zero- ux plane at
X /EXpc:

8p X /NP (xo,2Dt)

X S 16
If (X Exgc) X{ A2xgci Xoi P 2BIN P(0,1). (16)

Note here that NP is a Gaussian random variate, that is, a given realization of the Gaussian RV, for
particle number p. Since its outcome is known, it can be compared to the interface position  xgc.

3.2. Multiple zero- ux interfaces for RWPT

In RWPT methods, after crossing one interface, particles may eventually cross multiple interfaces.
First, because the spatial step depends on a Gaussian RV, which has unbounded values. Secondly,
in multidimensional problems, particles located near a corner, for example, around two perpen-
dicular interfaces, might cross the interfaces forming this corner [19-22]. Thus, the algorithm
governing particles displacements must take into account such possibility. Therefore, this sub-
section proposes a generalization, analogous to the concept of Section 2.2, where the algorithm
for a single interface with zero- ux boundary (16) was used to treat multiple interfaces.

3.2.1. RWPT zero- ux BCin 1D

Using an analogous method to the one used to solve concentration-based problem with two
zero- ux BC's (see Appendix A.1), and combining it with the RWPT algorithm for one zero- ux
BC described in Section 3.1.2, the 1D RWPT for two zero- ux BC's becomes Algorithm 1 below.

Algorithm 1: RWPT algorithm in a bounded domain with zero- ux BC's

xp 1nA1® gypiin®s” oD 'tnAl; tn NP (0, 1)
Whlle I t“Al Y[&(BCLXBCZ] o o
it xp Aty A XP AL oypey X P AL
Elself 'XP 't"ALE xgco XP ALY Eoype,i XP AL
%End

Algorithm 1 calculates the nal position of each particle using RWPT in a bounded 1D domain
with zero- ux BC's. Each time a particle crosses an interface, its nal position undergoes a total
re ection.

The method used in Appendix A.1 to solve the concentration-based problem with two zero-

ux BC's is similar to the use of the method of images through in nite superpositions. Each time
the method of images was used, it corrected the new term to t the boundary condition.

In RWPT, the method of images becomes a total particle re ection. If the new particle position
is outside the domain [ Xgc1;XBcz], it represents, in term of PDE's, the tail of the solution that it is
outside of the domain and needs to be corrected again. That is why re ections are repeated until
the particle's nal position becomes inside the domain [  Xgc1;Xsc2]- Note here that spatial steps
lengths have a nite variance because they are Gaussian distributed. This algorithm (Algorithm 1)
does not have restrictions on the time step. Therefore, the time step can be set equal to the nal
simulation time.

C. R. Mécanique— 2021, 349, n(B, 529-558
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3.2.2. RWPT zero ux, interfaces in 2D

Section 2.2 presented 2D analytical solutions for various zero- ux con gurations. In all these
con gurations, interfaces are in nite. This condition allows the concentration-based solutions
to be the product of the 1D solution in one direction multiplied by the 1D solution in the other
direction. In RWPT, if the PDE of the stochastic process could be written as the product of the
PDE's of its components, then the position of X and Y are independent. In this case, there are no
restrictions on the time step and the 2D RWPT algorithm can be expressed as Algorithm 1 applied
toXand Y.

On the other hand, if interfaces are not in nite, then it can be demonstrated that the
concentration-based solution cannot be written as a product of two functions with separate and
independent variables. The proposed following algorithm (Algorithm 2) is a generalization of the
in nite interface case taking into account the case of nite interfaces and complex geometries in
a Cartesian mesh.

Algorithm 2: 2D RWPT for in nite or nite interfaces with zero- ux BC

i ¢
1) Consider particle Ip with mass m, and position X(p) and X(p).
P 1 2
i ¢ Ty eare—
@ Fori 2{1;2; x(P) 1A Y0 TR op 'tnALy 10 NP (0,1
i ¢
|
. Xi(p)(l),iCEXi(p) AL x )0y x (P) (i)
u Asign N™P(0,1) t9 A0
(4) while particle (k) crosses interfaces do
(a) Calculate the times t; and to when (k) reach the nearest interface in the x and y
directions
(b) [I;t] Amin(ty,t2); i is the direction that reached its interface rst( | could be either
?irectionlor 2)and t, isits corresponding time
X|(p) (O) AEX nterface

© ) x{) © &x) ©)Aus, " 2D

Pri P NP0,

d Ei t0 /At
()l/gl iU | q

pﬁ N/P(0,1)

Mg &
© 22 xP0ex®iu’ D AL
(5) end .
(6) Xi(p) ltnAl¢/EXi(p) (1)

Algorithm 2 calculates the nal position for particles using RWPT in a 2D domain with zero-
ux interfaces. Each time a particle crosses an interface, its nal position undergoes a 2D total
re ection based on the analytical method of images. Particles may cross interfaces multiple times
in the same time step. Every time they do, there their position is recalculated.

3.2.3. Discussion on time step size

Algorithm 1 requires particles to encounter interfaces that are only parallel to each other.
Hence, the generalization to Algorithm 2. However, this algorithm (Algorithm 2) requires a
time step small enough that most particles do not encounter multiple horizontal and vertical
interfaces during a single time step. Therefore, the maximum spatial step of a particle should
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Figure 2. EVective diVusivity versus time step. The bold blue curve represents the e Vective
diVusivity plotted against the time step chosen for the simulation. The horizontal dashed

red line correspond to the value of e Vective diVusivity using a time step ¢t A10 3 (or
roughly ¢t - 10i 2). The vertical dashed green line corresponds to the time step ¢t A10i 2
used in all subsequent simulations.

not be greater than the characteristic length of the microgeometry. This limitation could be
interpreted in terms of constraints as follows:

max(¢ Xstep) - . PORE 17)
max  2DporeftZ - , PORE (18)

where Z is a normalized Gaussian RV N (0, 1).
2

¢t - > PORE . 19
2D roreMax(2))? (19)

For this problem of 2D grain/pore, the maximum absolute value of the Gaussian RV will not
exceed 7 in practice (knowing that the probability of the absolute value of a normal Gaussian
RV to exceed 7 is around 10 12, this probability is calculated from the cumulative distribution
function of the normal distribution). Hence, we replace (max(  Z))? by 50, and (19) becomes

2

¢t . 101 22PORE (20)
Dprore

In addition, we should keep in mind that for the same simulation time, a small time step
costs more in term of computational time compared to a larger time step. Hence, we choose
the largest time step that veri es condition (20). In the following subsection, we take , POREAEL
and Dpore /1, therefore the time step is equal to ¢t A£10! 2 Furthermore, to validate ¢t A£10i 2,
we repeated the same simulations with di  Verent time steps. The result in terms of the calculated
eVective diVusion coeY cient (explained later in Section 4.1.1) is shown in Figure 2 versus time
step size. Itis clear that the constraint ¢t - 10 2 is adequate, and required.
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0

0 1 2
Figure 3. 2D Micromodel motif for a 75% porosity. The red square represents the grain, the
white region represents the pore.

3.3. Grain—pore micromodel

3.3.1. Grain/pore motif and pattern

This subsection describes the rst geometric con guration that will be studied. Figure 3
represents the Grain/Pore motif that will be repeated, periodically and inde nitely, to create the
in nite domain geometry. The red square corresponds to the grain while the pore is in white. The
area of the pore divided by the area of the whole motif (grain/pore), is the porosity of the motif
(in this case u A75%). Since the in nite domain geometry is a periodic repetition of the previous
motif (see Figure 4), then the e Vective porosity of the in nite domain is the same: ey £75%.

3.3.2. Representative elementary volume (REV)

For this kind of periodic structure, we could naively imagine that the REV would be composed
of one grain and three pores as shown in Figure 3. However, for this particular problem of
the di Vusion from an initial source in an in nite domain, we will later de ne the REV using a
convergence criterion for macroscopic properties (such as e Vective di Vusivity).

The rst macroscopic property to be studied here is the porosity ( p). To de ne the REV using
the macroscopic porosity, we de ne rst a square surface (in 3D, we would have used a volume)
in which the e Vective porosity is calculated. In most cases, the surface is taken as a disc (sphere in
3D), but here, in the interest of simplicity, we take a square. This area will be related to a “radius”
(distance from the center (the initial source position) to the areas edge). This “radius” is equal to
half the edge of the square, in the case of a disc, this distance is the radius of the disc. Later we
will use this “radius” to de ne the limits of our REV.

Figure 5 plots the porosity inside a square against the “radius” of this square. In Figure 4, the
blue dot represents the center of the square, and the three magenta squares are examples of areas
over which the porosity is calculated. The three magenta vertical lines in Figure 5 correspond to
the magenta squares outlined in Figure 4.

Simulationtime. The simulation time should be large enough for the particles to explore the do-
main consisting of one or several representative elementary volumes (REVS). Thus, the reference
size speci cto the simulationtime ( Lrgr) could be a few times the typical REV length scale ( Lrgy).
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Figure 4. 2D Micromodel comprising 20 £ 20 grains (red squares). The blue dot in the
center is used as the initial source. The three square frames in magenta represent upscaling
domains of various sizes.

The simulation time can be estimated by equating the reference size ( Lgrgg) to the standard devi-
ation displacement (i.e., the so-called root-mean-square dispersion length). This yields the esti-
mated simulation time for the particle cloud to explore a few times the typical REV length scale

of the grain/pore system: ,

LRer _ 1)
2Dy

Tsimu »

4. Results and discussion

This section analyzes the results of simulations of di  Vusion of an initial source inside the pores of
a composite media pore/grain. Di  Verent structures are studied, either isotropic or anisotropic
and with di Verent porosities. For each case, an upscaling method, using the time-dependent
moments of particles positions, is applied to determine the macro-properties of the composite
media (essentially, e Vective porosity tortuosity, and di  Vusion coeY cient).

4.1. Isotropic grains (, Grain,x #E, Grain,Y)

4.1.1. Porosity u A£75%

The rst grain/pore con guration, where the di ~ Vusion (Algorithm 2) will be tested, is the one
described in Figure 4. An initial source di Vuses inside the center of the pore at the position
(0.5;0.5). The result of the simulation is shown in Figure 6. The blue dots represents the particles
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Figure 5. Porosity pro le versus “radius” of the upscaling domain expressed in pore size
units in bold blue curve. The horizontal bold red line isthe e~ Vective porosity of the in nite
domain 75%. The horizontal dashed red lines are §5% of the bold red line. The vertical
magenta bold lines correspond to the three magenta squares outlined in Figure 4.

Figure 6. 2D plot of particles positions (blue dots): result of di  Vusion simulation at time
te E Tsimu in the geometry of Figure 4.
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Figure 7. Zoom at the center of Figure 6: 2D plot of particles positions (blue dots) results of
diVusion simulation attime tg E Tsjmy, in the geometry of Figure 4.

aftertime tg A20. Thistime is chosen so that enough particles have explored the periodic in nite
domain, which means that the particles spread over more than one REV.

Figure 7 is a zoom of Figure 6 centered on the position of the initial source (0.5;0.5). It shows
clearly that particles are found anywhere but inside the squared grains. Algorithm 2 makes
particles bounce o V the grains.

After post-processing, as described in Section 2.3, Figure 8 is obtained. In this gure, concen-
trations C(x,y) were computed as 2D histograms based on the smallest histogram bins corre-
sponding pore size , pore: They represent the 2D concentrations of particles. As one might pre-
dict, the highest concentrations are found near the center where the initial source was (0.5;0.5).
Then, the concentration drops gradually while moving further away from the center, as expected.

EVective di Vusivity. There are diVerent methods to calculate the e Vective diVusivity. The most
common one in the literature uses the concentration gradient in a Dirichlet bounded do-
main [23]. This study uses the second order spatial moments of particles positions ~ M(t):
Mo o 1
/AX Yaxy
Mo(t) £ Yoy 5 ?/‘% . (22)

If M(t) is diagonal then Mo(t) £¥4(t)l, with | is the identity matrix. Then, the e Vective

diVusivity is determined by one of the two following equations:

74
Dev /EE (23)
1d%2

Figures 10 and 11 plot the e Vective diVusivity as de ned in (23). The convergence of the
eVective diVusivity is de ned as: it is convergent when its value stays between §1% of its nal
mean value. This happens at around t A1 close to the value predicted by (21).
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Figure 8. 2D plot of concentrations of the simulated particle cloud shown in Figure 6.

Initially, the e Vective diVusivity is equal to the local di Vusion coeY cient inside the pore. Dgy
stays equal to Dg until particles start encountering grains interfaces. Then, as times goes by,
particles bounce o V the grains, which limits theirdi  Vusion, and Dy starts slowly to decline, until
it converges toward its nal value (because of the periodicity of the geometry), which is smaller
than Dg due to tortuosity e Vect.

The REV can be de ned from the convergence in time of macro-properties. From Figure 11, we
determine that e Vective di Vusivity conyerges at time equal to 1. Hence, the e Vective diVusivity
REV would have a “radius” of about 2Dyt max(Z). Therefore, the eVective diVusivity REV
“radius” is around 8.5. On the other hand, the geometrical porosity REV “radius” is around 7 (see
Figure 5). The two REV's sizes are relatively close, which could be explained by the dependency
between the porosity and the e Vective diVusivity (and their relative convergence). The small
diVerence between the two REV's sizes could be explained by the approximation shape of the
REV's, square for the porosity REV and circle for the e Vective di Vusivity REV.

Figure 9 shows the trajectories of 3 particles. The particles circumvent the grains (red squares),
and that is what creates the tortuosity of the system.

As a comparison, we will now vary the porosity of the medium in order to investigatethee ~ Vects
of porosity on the e Vective diVusivity.

4.1.2. Experiments with di Verent porosities

Table 1 shows the results of di Verent simulations with di Verent Grain/Pore con gurations.
In all the con gurations tested in this table, the grains are taken as squares, characterized by
their size | grain. Usually, we refer the tortuosity to be the ratio of the molecular di ~ Vusion to
the eVective diVusion value. In the literature, we can nd several de nitions and empirical laws
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Figure 9. Plot of the trajectories (green, brown, and magenta) of 3 particles inside the
grain/pore system of Figure 4: the red squares are the grains and the white regions are the
pores. The bold blue dot is the initial position ~ x A(0.5;0.5) of the three particles. The green,
brown, and magenta stars are the nal positions of the particles.

Figure 10. EVective diVusivity versus time. The blue and green bold curves are the variance
of the positions X and Y respectively divided by (2 @ t) with t is the time. The red bold line
is the mean value of the variance 0.753. The red dashed lines are 8§ 1% of the bold red line.
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Figure 11. Log-log of Figure 2 eVective diVusivity versus time. The blue and green bold
curves are the variance of the positions X and Y respectively divided by (2 ot) with t is the
time. The red bold line is the mean value of the variance 0.753. The red dashed lines are
§ 1% of the bold red line.

Table 1. Porosity versus eVective di Vusivity versus tortuosity for di  Verent con gurations

5 Grain/, Pore 1 4 9 19 49 99
V1 75% 36% 19% 9.75% 3.96% 1.99%
Dev 0.753 0.586 0.542 0.521 0.508 0.504

(;2 133 171 184 192 1.97 1.98

UDey, fromthiswork 0.565 0.211 0.103 0.051 0.02 0.01
UD ey from [26] 0.583 0.213 — — — —

used to determine tortuosity values. For instance, [24,25] have developed correlations in order to
determine the tortuosity values. they are directly related to the gas saturation and the porosity.
Here the porosity is calculated using the formula (25):

1A, Grain, X A, Grain,Y

U A : (25)
1A s Grain, X A s Grain,Y A s Grain, X, Grain,Y
With iSOtI’OpiC grains we have » Grain, X /E, Grain,Y #E, Grain, and . Pore /EL.
The tortuosity is calculated according to the de nition of [23]:
D
lE" (26)
Dev

with D, is the di Vusion coeY cient inside the pore (also denoted here Dg).

For the two rst columns, we are in an excellent agreement with the results reported by [26].
Unfortunately, the results for the other porosities are not available in order to completely validate
this set of numerical experiments.

Thus, the results of this work are compared with the following models (plotted in Figure 12):

2 Maxwell [27] analyzed analytically a dilute suspension of spheres and obtained:

M
Dey £H————. 27
2 Weissberg [28] used a variational method and proposed the following:
vl
Dey A——. 28
HD ev 11 ()2 (28)
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Figure 12. Plot of uDey versus p. The black, magenta, green, and red curves correspond,
respectively, to pDey of Maxwel, Weissberg, u'# and p? models. The green £, brown A
correspond, respectively, to Ryan's and Kim's work. The bold blue circles correspond to the
results of this work in Table 1.

2 Wakao and Smith [29] using a micropore macropore model proposed:

MD ey AN, (29)
2 Kim et al. [30] proposed the empirical formulation:

D oy A4, (30)

Figure 12 shows that the results of this study (the blue circles) are relatively close to results
found in the literature. The small di Verences might be due to the di Verence of grain shapes
(e.g., Maxwell [27] uses spherical grains for his study), or due to the grains arrangements (which
are diVerent between studies [28—-30]). However, for this particular isotropic periodic case, the
analytical expressions give very good approximations of the e Vective di Vusivity.

Figure 13 shows clearly that the e Vective tortuosity of the Grain/Pore geometry tends toward

the geometric tortuosity:
. . Grain, X A, Grain,Y
C,ICEH
2 2
> Grain,X " "+ Grain,Y

(31

as found in the literature [31]. When | Grain,x 4, Grain,Y , then g,/Ep 2.

Figure 14 plots the tortuosity versus the porosity. This gure shows that for p 2 [0;0.36],
the tortuosity is linear with the porosity with a determination coe Y cient R? /£99.99% and the
corresponding empirical formula is

p—
¢Ya 27 0.3U Aégeoi 0.3u. (32)

4.2. Anisotropic grains (, x E, y)

This subsection studies micro- and macroscopic di  Vusion in anisotropic geometries.
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Figure 13. Plot of Table 1. Red, blue, and green bold curves correspond, respectively, to the
squared tortuosity, the e Vective diVusivity, and the porosity plotted versus the anisotropy
ratio. The dashed red, blue, and green lines correspond to the squared geometric tortuosity
(g,seo /E2), eVective di Vusivity ( Dev:geo Z0.5), and porosity ( tgeo A0).

Figure 14. Tortuosity versus porosity. The bold blue curve with diamonds is the tortuosity
from W 2[0;0.36]. The green lineis a linear ( ¢ A£1.41; 0.3p) tting of the blue curve with an
R? /£99.99%. The red curve with circles is the tortuosity from 2 [0;0.75].

4.2.1. Representative elementary volume (REV) for anisotropic grains

Similar to the isotropic structure, the anisotropic REV is larger than one grain and three pores.
Particles need to explore this structure multiple times to extract macroscopic properties. The
REV is de ned from the convergence of macroscopic properties. For elongated grains, the REV
is elongated in the same direction as the grains. On the other hand, since particles X and Y
displacements are dependent, X and Y macroscopic properties reach their convergence at the
same simulation time.
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Figure 15. 2D concentrations of particles in anisotropic geometry with  p A£75%. The ratio
between , x and , y is 8.

B

4.2.2. Anisotropic geometry with porosity uA75%

Figure 15 shows 2D concentration histogram of the result of an anisotropic test case with
elongated grain , «/, y /A8, and with the same porosity as previously used u A75%. According to
the previous analysis, we can extract from our results the values of Dgy.x A0.64 and Dey-y A0.5.
Then it could be compared with the results available in [30]. In a similar case, with . xl, y A£T.5,
they found a value of Dgy.x A0.717 and Dey.y A0.175. However, it might be noticed that the
microstructure is not exactly the same as the solid particles are staggered and not in line, in
addition, the shape of the pores in [30] are elongated . xpore/ , vpore Z£0.77 while the shape in
the example of this study is taken as , xpore/, YPore ZE8. S0, it could generate di Verent values of
tortuosity.

4.2.3. Anisotropic geometry with porosity p A£36%

Anisotropy ratio , x/, y /2. Figures 16-18 shows the results of the di Vusion of an initial source
inside the center of a pore. The domain is a periodic repetition of a motif grain/pore with
rectangular grains. The grain's length is two times longer than its width, and six times longer than
the width of the pore. The periodic repetition of this motif creates an anisotropic in nite domain
with a porosity of p AE36%.

Figure 19 and its zoom Figure 20 plots the mean normalized concentration on each direction
and divided by the local porosity to obtain the concentration inside the pores. These 1D e  Vective
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Figure 16. 3D Histogram of particles in anisotropic 2D geometry with  p A£36%. The ratio
between , x and , yis 2.

Figure 17. 3D Contour of particles positions in anisotropic 2D geometry with W AE36%. The
ratio between | y and , y is 2.

concentration pro les were obtained by directional averaging in x and y:
Z

CY(x) ;Ei C(x,y)dy. (33)
Ly
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Figure 18. 2D concentrations of particles in anisotropic 2D geometry with WU AE36%. The
ratio between , x and , y is 2.

Table 2. Macroscopic properties (e Vective diVusion and tortuosity on the x and y direc-
tions) for di Verent con gurations (di Verent ratios of lengths of elongated grains) with a

xed porosity W AE36%

 xl,y 44 613 242
L 36% 36% 36%
Devix 0.586 0.726 0.930
Devy 0.586 0.429 0.126
¢2 171 138 1.08
¢ 171 233 794

Itis clear that the di Vusion inside the pores at the microscopic level (inside the pores) behaves as
a pure di Vusion in the macroscopic level with the macro-properties calculated using moments
particles positions (see Figure 21).

Table 2 displays the results of di Verent simulations in di Verent con gurations of grains/pores
with the same porosity | /E36% and diVerent anisotropy ratios a /E, x/, y. For any given porosity
Ho, and any given anisotropy ratio * a”, Equation (34) gives (, x,, y) suchthat , «/, y Aa, and such

that the desired macroscale porosity o is saij"s ed: |
8 S

2 EliuolAa d4a o

Y7 W 2a ARa)2 1 po (34)
>
T Lx A, y.

4.2.4. Anisotropic geometry with porosity p A19%and p A9.75%

The results shown in Tables 2—4 suggest the following trends:
2 The longer a grain is in one direction, the higher its e Vective diVusion is in this same
direction.
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Figure 19. EVective concentration proles C(x) and C(y) for anisotropic microgeometry:
the bold blue and red curves correspond, respectively, to the mean (on direction  x and y)
concentration plotted against direction x and y. The bold green and magenta curves
correspond, respectively, to the analytical Gaussian functions with di  Vusive coeY cient
Dev;x /AE0.726 and DeV;Y AE0.429.

2 When the anisotropic ratio , x/, y tends toward in nity, the e Vective diVusion tends
toward 1 in the direction of the elongated grains ( X), while in the opposite direction (  Y)
it tends toward 0.

2 For a constant porosity, we have observed that the sum of the e Vective di Vusivity of both
directions stays constant regardless of the anisotropic ratio (see Figure 22).

The plot of e Vective di Vusivity versus anisotropy ratio in Figure 22 shows that: for a constant
anisotropy ratio, e Vective diVusivities of both directions increase with the porosity. In addition,
for the con guration studied in this paper (rectangular periodic grains), the e Vective di Vusivity
components alongthe X and Y directions are related to the isotropic e Vective di Vusivity through
the following equation
Dev;iso Ew- (35)

Equation (35) holds for a given (xed) porosity. Deyx and Deyy are eVective diVusivity
components along the X and Y directions for the same anisotropic con guration, while Dev.iso
is the eVective diVusivity of the isotropic con guration (|, x/, y A1).

Figure 23 shows a t of the tortuosity obtained numerically with the following analytical

function: m ﬂ(3/4)

ey Aliisoi é1) = Au (36)
sy
with ¢iso IS the tortuosity in an isotropic con guration and ¢1 /1 is the X tortuosity when
/,y'1
s Xy
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Figure 20. EVective concentration pro les C(x) and C(y): zoom on the center of Figure 19.

Figure 21. 2D concentrations of particles in anisotropic geometry with  p A36%. The ratio
between , x and , y is 12.
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Figure 22. EVective diVusivity versus anisotropy ratio , x/, y: the bold green curves with
stars are for porosity p A£36%. The bold red curves with squares are for porosity p A19%.
The bold blue curves with circles are for porosity  u A9.75%. For each color, the higher curve

is Deyv x and the lower curveis Deyy.

Figure 23. Tortuosity versus anisotropy ratio , x/, y for a porosity p A9.75%. The blue bold
curve with circles is ¢x. The bold red circles are ¢y. The bold green curve is the analytical

function: ¢,y Alcisoi ¢1)( /. y)E Agy .
This t(36) is in agreement with theoretical expectations for extreme anisotropy ratio Cxly!

1 (diVusionoccursonlyonthe X direction), and for the isotropic case |, x /&, y,where ¢, vy Aiiso-
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Table 3. Macroscopic properties (e Vective diVusion and tortuosity on the x and y direc-
tions) for di Verent con gurations (di Verent ratios of lengths of elongated grains) with a
xed porosity 1 A£19%

xl.y 919 10/8 12/7 17/6 34/5
o 19% 19% 19% 19% 19%
Devix 0542 0593 0.654 0.763 0.881
Devy 0542 0500 0.412 0.309 0.159
¢2 184 168 153 131 113
2 184 200 240 323 627

Table 4. Macroscopic properties (e Vective diVusion and tortuosity on the x and y direc-
tions) for di Verent con gurations (di Verent ratios of lengths of elongated grains) with a
xed porosity [ A9.75%

.xl,y 19/19 20/18 22/17 23/16 26/15 29/14 35/13 44/12 64/11 137/10

T} 9.75% 9.75% 9.75% 9.75% 9.75% 9.75% 9.75% 9.75% 9.75% 9.75%
Dev:ix 0521 0534 0583 0605 0.628 0.673 0.715 0.782 0.852 0.948
Deviy 0521 0512 0.467 0431 0.39% 0360 0.293 0.235 0.164 0.078

5. Conclusion and perspectives
5.1. Conclusion

This study proposed an RWPT algorithm based on 2D/3D analytical solutions (that we have ver-

i ed and proved the convergence) for zero- ux conditions. The new algorithm handles multiple

re ections in the same time step, in addition to making the time step larger with less restrictions.
With these larger time steps, the RWPT algorithm becomes computationally more e Y cient com-
pared to previous algorithms. This e Y ciency is more prominent for anisotropic con gurations.
The algorithm was applied for di Vusion of an initial source in an in nite domain (i.e., domain
large enough so that the particles do not reach the domain edges during the simulation) with
diVerent con gurations of grains and pores (di  Verent porosities in isotropic systems, and con-
stant porosity with di  Verent anisotropic con gurations). The aim is a multi-scale study from the
microscale of grains and pores to the macroscale level. It leads to macro-properties (porosity, ef-
fective di Vusivity, tortuosity indi  Verent directions). The upscaling method uses time-dependent
moments of particles positions. While previous studies used steady state simulations with pe-
riodic boundary conditions. In this study, we used dynamic transient simulations in an in nite
domain, which ultimately allowed us to de ne the REV from the convergence in time of macro-
properties. The time step sensitivity study validated the time step choice for simulations. Results
show the scale dependence of e Vective di Vusion dynamically through both space and time scales.
And the macro-properties converge toward the geometric theoretical values when the Grain/Pore
geometry's porosity tends toward zero. Finally, results lead to new correlations that can be used
to better understand the upscaling of media properties.

5.2. Perspectives

The strong analogy between the stochastic and the deterministic approaches allowed us to
propose a new 2D RWPT algorithm. Similarly, using 3D deterministic approaches, the model
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can be extended to simulation in 3D instead of 2D. The new less restrictive criterion on the time
step can also help reduce the calculation time. Simulation results obtained not only complete
previous upscaling results, but also extrapolate them into new empirical correlations that can
help expend our knowledge of the upscaling. Moreover, a velocity component could be added to
the RWPT algorithm, either by combining advective and di  Vusive transport in a single step, or
by separating them with one di Vusive sub-step followed by one advective sub-step. In addition,
the grains can be replaced by porous aggregates with their own local porosity and di  Vusion
coeY cient (e.g., solute di Vusion in a dual porous medium, or possibly, pressure di Vusion in
a dual porous medium). And nally, the deterministic microgeometries of pore—grain or pore-
aggregate structures could be randomized in order to study their macroscale properties in terms

of their random structure using the same random walk particle-based approach.

Acronyms used in this text

BC Boundary conditions

PDE Partial di Verential equations

PDF Probability density function

1D One-dimensional

2D Two-dimensional

RWPT Random walk particle tracking
REV Representative elementary volume

Appendix A. Detailed PDE solutions under various geometries with zero- ux BC's
A.1. 1D zero ux, nite domain

This subsection describes the method to solve 1D zero- ux problems in nite domain. This
method will be used further below to propose the RWPT algorithm for multiple zero- ux BC.

As explained in Sections 2.1.2 and 3.1.2, the solution of a semi-in nite domain with a zero- ux
boundary condition can be expressed as: the sum of the solution in an in nite domain G and
of its symmetric relative to the position of the boundary  Lpgc1(G). This superposition approach
takes advantage of the linearity of the di Vusion PDE, and it is analogous to the method of images.
Thus, Lgc1(G) added to G could be considered as a correction so that it ts the rst zero- ux
condition (BC1), noting that the second condition BC2 is already taken into account in the
analytical solution “ G” gf 3).

8t E 0; 8x 2 [xpc1: Xaczl: %(X,t)ﬁED%(X,t)
8t EO; i pD@(xBCl,t)/EO
o (37)
8t EO; i pD@(chz,t)/EO
M
-~ 8x 2 [Xpc1iXse2l; C(x,0) /ETOJ_r(xi Xo).

Therefore, in this paper, to solve the problem of (37) with two zero- ux BC's, we propose to
apply the same concept for both BC's, that is, adding also Lgc2(G) to the solution G so that it
ts zero- ux BC number 2 too. However, although G has now been corrected to t both BC's,
Lec1(G) and Lgc2(G) do not t zero- ux BC2 and BC1, respectively. Hence, once again, using the
same algorithm Lgc1(G) is corrected by adding Lgca(Lec1(G)), so that Lec1(G) A Leca(Leci(G))
does t zero- ux BC2. Similarly, Lgca(G) is corrected by adding Lgci(Leca(G)), so that Leca(G) A
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Lec1(Lec2(G)) does t zero- ux BC1. Equation (38) shows how G (the solution of the in nite
domain) is corrected by adding the terms to t BC1 and BC2, respectively. Equation (38) shows
that for each correction, we add a new layer of corrections ad in nitum:

C AGALpci1(G) ALpca(G) ALpca(Leci(G)) ALpci(Leca(G)Atee (38)

Equation (38) becomes an in nite series (39) after applying the concept of correction (or super-
position) inde nitely.

X )
C A A0]A1  (id ALgc1)(Lecolecy)' (id A Lgco)(G). (39)

Equation (39) can also be written as the following in nite series:
- H
8tEO; 8Xgc1- X - XBCZM—OCECQ(X,'{)

X
AG(xo,2Dt,x)Ai £1]A1  (G(j 2il x1; 2A X0,2Dt,x)
AG(Z” x1j 2AXO,2Dt,X)AG(i 2il x1i QAXBC]_i Xo0,2Dt,X)
AG(Zilxli ZAXBCZi Xo0,2Dt,X)), (40)

where ly1; 2 AXpc1i XBC2:

A.2. 2D zero ux, niteinx and in nite iny

This subsection describes the solution for a 2D zero- ux problem, nite in x and innitein y
directions. This con guration (see Figure 24) correspond to a particle positioned between two

in nite planes, it will be used to propose the 2D RWPT algorithm for multiple zero- ux boundary
conditions.

In 2D, the solution is the product obtained by multiplying the 1D solution in x direction and
in y direction. Thus, the solution in the x and y directions are independent. In Figure 24, the
2D zero- ux nite domain in  x direction and in nite in  y direction, there is no BC in the vy
direction. Therefore, the solution is a Gaussian in the vy direction multiplied by the solution in
the x direction (40) obtained in Appendix A.1. This yields

8t, 0; 8x12+ X X23; 8y 2R,

X

H H
M—C(x,y,t)ﬁEG(yo,ZDt,y)E —Cpcia(X,1). (41)
0 Mo

A.3. 2D zero ux, semi-in nite domain in x and y directions

The con guration studied in this subsection (Figure 25) correspond to a case where a particle is
located near the intersection of two interfaces.

In this problem, there is one zero- ux BC for the  x and y directions. Hence, the principle of
correction (explained in Appendix A.1) must be applied so that the solution ts the zero- ux BC
in x and y directions (instead of BC1 and BC2 of the same direction as in Appendix A.1). Since X
and y are independent, then the solution of this problem (see Figure 25) is the solution of the 1D

semi-in nite problemin  x multiplied by the solution of the 1D semi-in nite problem in y. Hence,
in this case the solution is not an in nite series but only the sum of four Gaussian functions.
C A(d ALS)(d ALY )(G) (42)

Miocxx,y,t) FEG((X0.Y0), 2Dt (x,y)) AG((2X121 X0.Y0), 2Dt (X,Y))
AG((X0:2y23i yO)12Dt1(X1y))AG((2X12i X012y23i y0)12Dt7(va))' (43)
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Figure 24. 2D parallel zero- ux interfaces.

Figure 25. 2D semi-in nite domainin  x and y directions.

A.4. 2D zero ux, nite domainin x, nite or semi-in nite in y

This subsection describes analytical solutions for problems with di  Verent con gurations (see
Figures 26, 27). The RWPT algorithm proposed further below must be able to handle particles
displacements in such con gurations.

The solution of the initial-value problem nite in x and semi-in nite in y (see Figure 26) is
the solution of the 1D nitein  x problem multiplied by the solution of the 1D semi-in nite in y
problem.

8t, 0; 8x12+ X X23;

X

11-C06Y.1) /G (0,20 Y) AG(2Yeci Yo, 2Dt )l -Chcaalx.t) 44)

The solution of the initial-value problem nite in x and y (see Figure 27) is the solution of the
1D nitein x multiplied by the solution of the 1D nite in y problem.

C. R. Mécanique— 2021, 349, n(B, 529-558



Hamza Oukili et al. 557

Figure 26. 2D nite domainin x and semi-in nite in .

Figure 27. 2D nite domainin x and y.

8t, 0; 8X12- X X23;

ooyt ER Yy Eoc it 45
Mo (x,y,1) Mo ac1o(Ys )M_o gc12(X, ). (45)
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