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Abstract: Background: solute transport in highly heterogeneous media and even neutron diffusion
in nuclear environments are among the numerous applications of fractional differential equations
(FDEs), being demonstrated by field experiments that solute concentration profiles exhibit anomalous
non-Fickian growth rates and so-called “heavy tails”. Methods: a nonlinear-coupled 3D fractional
hydro-mechanical model accounting for anomalous diffusion (FD) and advection-dispersion (FAD)
for solute flux is described, accounting for a Riesz derivative treated through the Griinwald-Letnikow
definition. Results: a long-tailed solute contaminant distribution is displayed due to the variation
of flow velocity in both time and distance. Conclusions: a finite difference approximation is pro-
posed to solve the problem in 1D domains, and subsequently, two scenarios are considered for
numerical computations.

Keywords: fractional derivative; fractional diffusion equation; fractional advection—dispersion
equation; solute transport; porous media

1. Introduction

Fractional and tempered fractional [1] differential equations (FDEs) have proved to be
strong tools in the modelling of many physical phenomena, including acoustics and thermal
systems and rheology and modelling of materials, leading to significant developments of
analytical and numerical methods for solving fractional ordinary and partial differential
equations in recent times. They comprise, e.g., Laplace—Fourier transform techniques and
Green function approach [2], Lie symmetries theory and group analysis [3-6], Adomian
decomposition [7,8], and homotopy perturbation methods [9], as well as finite element [10,11]
and finite volume schemes [12,13], finite difference methods [14], and spectral ones [15-18].

Among the numerous applications in the various fields of science and engineering, we
recall solute transport in highly heterogeneous media and even neutron diffusion in nuclear
environments [19]. In fact, field experiments demonstrate that solute concentration profiles
exhibit anomalous non-Fickian growth rates and so-called “heavy tails”, i.e., effects which
cannot be predicted via the standard mass transport equation [20-23] but via fractional-
order differential equations that may be viewed as long-time and long-space limits of
a continuous time random walk (CTRW) [24]. Correspondingly, the Fickian advection—
dispersion equation (ADE), unable to reflect the long tail dispersion process, is converted
into a fractional one (FADE). The FADE approach appears to have the potential to predict
non-Fickian dispersion processes, but its wide application is delayed by the difficulty to
both obtain analytical solutions, especially when reaction terms are incorporated [25,26]
or kernel non-singularities occur [27], and increased computational costs. Again, when
considering water flow in low-permeability porous media, a nonlinear relationship between
water flux and hydraulic gradient should be considered, thereby indicating a non-Darcian
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flow. Hence, for developing a more appropriate description able to include a memory effect,
the existing relationships can be modified in a fractional fashion [24,28].

In case of time-fractional neutron diffusion models with delayed neutrons [19,29,30],
non-local effects are established and sub-diffusive phenomena caught, coming from the
heterogeneity of nuclear reactors. Anyway, analytical solutions for this problem are gener-
ally not available and only a few efficient numerical techniques have been developed in the
literature to approximate the solution of even a 2D fractional [10,31] or non-fractional [32]
diffusion models, even in the presence of a reaction term [26,33]. Alternatively, non-local
problems accounting for long-range interactions can be treated via non-local integral mod-
els [34] and even combined time-fractional and space-nonlocal strategies [35].

Starting from an already-available 3D hydro-mechanical model in finite strains based
on the modified mixture theory [36], an upgraded fractional version is proposed here,
accounting for a fractional constitutive equation for both pore fluid and solute transport.
Correspondingly, the model is suitable for performing anomalous diffusion (FD) and
advection—dispersion-reaction (FADR) analyses; however, more importantly, the present
formulation innovatively includes the contribution of deformation non-linearities for the
solid skeleton, as well as a strain-dependent permeability tensor. Additionally, a modified
finite difference algorithm is proposed to solve the problem in 1D domains, adopting the
fractional-centered derivative scheme combined with the f-method, with the advective
term treated via a Lax-Wendroff scheme. When accounting for advection—dispersion
phenomena, including overpressure effects, the numerical algorithm was enriched by the
split operator method [24,25]. Hence, the advection step was solved via an explicit second-
order midpoint method, together with the 3-method for the fractional diffusion-dispersion
step and the trapezoidal rule for the fluid excess step. The algorithm additionally shifts
into a backward implicit one in case of long-term analyses. Literature results are used to
validate the model, and are subsequently applied for simulating radionuclide transport
processes within cemented materials.

2. Materials and Methods
Fractional Constitutive Equations for Pore Fluid and Solute Transport

Darcy’s law is used to describe the flow of fluids in porous media within the local
fluid content continuity equation in isothermal and fully saturated conditions, i.e., [36].

1 k
V-ve =V (0w (Vr—0pg) ] =0. 1
Vo (py(Ppg)> (1)

The porous medium is treated as inhomogeneous thanks to the adoption of fractional-
order density gradients so to recover, at least at the phenomenological level, nonlocal
(long-range) diffusion effects [37-39]. Time/space-fractional derivatives are proposed to
describe anomalous dispersion, induced by fluid motion stacked around porous media
inhomogeneities, e.g., fractures. This phenomenon is reflected as non-Gaussian particle
dispersion with heavy tails [40].

Correspondingly, Equation (1) becomes

k
pwV v—V- <pwy : (V‘HP - pwg)) =0, )

choosing the Griinwald definition for fractional derivative [25] which appears convenient
for numerical solutions [41], so that the value of a fractional differential operator acting on
the generic function ¥ (x, t) is an infinite series, i.e.,

Y (x,t) . 1 N2'r(j—a) w,
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in which h = Ax = x/N, N is a positive integer.
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It is to be noted that the fractor, «, physically reflects the heterogeneity of the soil
medium in which solute is transported, and, for isotropic media, & = 2, i.e., the more het-
erogeneous the medium, the smaller than the integer constant of 2. Its decrease reproduces
an increase in the resistance of the medium to solute dispersion and transport, leading to a
delay in the phenomenon.

The combined solute transport within the non-linear deformable matrix-fluid system
can be written as [24]

(1—¢)JC(psKg—1) +JCV -v =~V - {¢pwc<l; : (VHp - pwg)ﬂ + 2. V*C, 4)

J

by having extended the approaches [42,43] to 3D domains and | = det(F) > 0, with
F(X, t) being the deformation gradient of the solid skeleton.

Equation (4) neglects the effect of sorption (being the medium in saturated conditions),
so that the concentration of solute in the solid phase can be assumed to be linearly depen-
dent on the concentration of the solute in the pore fluid via the contaminant partitioning
coefficient.

The system of FADE (2) (4) becomes partly uncoupled due to the independence of the
transport equation for pore fluid on the solute concentration, so that the pressure values
can be treated as known data within Equation (4). Additionally, having already studied
the contribution of anomalous water diffusion elsewhere [24], it is assumed to associate
the fractional feature to the contaminant only. Hence, by introducing Equation (2) into
Equation (4) and neglecting spatial non-linearities for fluid properties, the 1D non-linear
saturated model is governed by

2
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Similar observations can be carried out for the jacobian, which introduces an additional
coupling with the mechanical part; in fact, recalling that ¢ = In J, the jacobian results
directly related to pore pressure through [24]

P—Po—00
O —>T 6
K+§G ©)

so even itself can be treated as a known term (Expression (6) is valid under the assumptions
of negligible self-weight and isothermal conditions).

Equation (5) involves effectively three processes of solute transport: the second term
denotes advection caused by fluid flow; the third term reflects the transfer of solute resulting
from pore fluid excess; and the fractional-order derivative term represents the contribution
of dispersion in a heterogeneous medium. After rearrangement, we obtain

aC _aC -
S 75 +YC-K-V'T= @)
with
_ Ppwk o o Q + (T + ppu) 28 < ¢D ®
(1—¢)J(psKg — 1)y ox’ (1=9)J(psKg—1) " J2(1 =) (psKg — 1)

It is to be noticed that Equation (7) has general validity and, considering expression (8),
shows variable coefficients, leading to a nonlinear structure; for simplicity, in the following
we assume linear-type pore pressure distributions, permeability weakly dependent on
deformation, together with small volume changes. Such an assumption has helped to
validate the model against available results, as reported below.

Solving the FADE (7) for the transport rate C [44,45], including solute transport by pore
fluid excess YC, requires the adoption of a proper numerical strategy; as stated previously, it
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is here assumed to refer to the Griinwald definition of the fractional derivative, Equation (3),
particularly referring to the shifted Griinwald-Letnikow formula [41]. Correspondingly,
the final iterative system now becomes

(I+BA —BB)C'* = [I— (1 - B)A+ (1 — B)B|C! + (F' + BAF)AL, )
with
[ po 0 0 7
P2 n Po 0
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B=S4k[(1+)L+(1 -7l L=| = .
: : : : (10)
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where vy is a parameter accounting for the distribution probability of the relative weight of
solute particle, and A is a tridiagonal matrix related to the discretization of the advective
term via the Lax-Wendroff scheme [46].

I =L N 0 |
v(v;rl) 2 . U(?};l) . 0 N
t
A= 0 —olerl) v? 0 —v=
5 , 0 VAx' (17)
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: : . 5

where V is the average fluid velocity along x direction, substantially equivalent to the first
term in Equation (8).

When accounting for pore fluid excess, the scheme proposed by [47] was followed,
based on the split-operator method. In particular, it was assumed to solve the advection
step via an explicit second-order midpoint method, the fractional diffusion/dispersion step
via the aforementioned 3-method, and the fluid excess step via the trapezoidal rule.

3. Results

Once validated, the fractional model against the numerical example of [48], taken
as benchmark [24], suggests that a 1D situation of an advection—dispersion-reaction was
first considered [47], driven by Equation (7), with the additional term E(C;s — C) reflecting
the transfer of solute from an active source (generally included when modelling overland
solute transport)

I _IC ' > cum e =
5+ +YC—K-V*C—E(C;—C) =0, (12)

being B

C.(x,0) = Co(x) (13)

As assumed by the data reported in Table 1, together with an initial condition Cy = 0.5,
Figure 1 depicts the spatial-temporal distribution of concentration in the case of a standard
ADR (non-fractional) solution, whereas Figure 2 evidences the fractional effect, producing
a greater and slightly delayed peak with decreasing fractor alpha (maximum 10%). This
seems to confirm (as experienced in [47]) that the ADR model generally predicts a faster
flushing process of solute as compared to the FADR one, considering that the fractional
approach allows to account for the material heterogeneity.
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Table 1. Material parameters for FADR analysis.

Parameter Values Unit [-]

a —10 m
b 10 m
K 104 m?/s
v 0.5 m/s
E 0.02 s71
i 0.0001 s7!
N 200 -
T 100 -

tend 1000 S

0

-5
t[s] A x [m]

Figure 1. Concentration distribution (standard ADR model).

0.12 . .
-0 -a=1.1
01+t TV el
- =a=1.
I skl T a=16
0.08 | 0, ~e o e =1.8 | 1
V4 ~ ~ +a=2.0
O
2 0.06

0.04

0.02

200 400 600 800 1000
t[s]

Figure 2. Time history of relative concentration variation at a reference point.

To additionally test the contribution of a fractional model, a log-term low-waste
radionuclides transport process within cemented materials is considered. The transport
rate through engineered barriers (compacted bentonite clay and cement) is mainly diffusion-
controlled; however, due to the strong sorption behavior of the materials, the diffusion rate
of the radionuclides is much slower than in pure water. Particularly, the case reported in [49]
is reconstructed via a fractional approach, with material data of Table 2 and C(x,0) = 0. The
backward-time implicit scheme is used with variable time steps, such that t,,1 = 1.0125-Aty,.
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Table 2. Material parameters for FD radionuclides transport.

Parameter Values Unit [-]
a 0 mm
b 150 mm
K 104 m?/s
N 300 -
to 10_5 y
tend 993 y

The classical non-fractional solution is newly obtained in terms of the distribution
of spatial-temporal radionuclides concentration (Figure 3). Interestingly, change in the
transport mechanism can be noticed once fractors are lower than 1.6 and particularly
when lower than 1.2 (Figure 4). A slower diffusion process is found again, suggesting that
possibly thinner cement containers could be required for ensuring the same safety level
and degraded zone as the standard AD model. The heterogeneous cement matrix may,
in fact, form hierarchical storage-release zones of nuclides, leading to a delayed transport
process of the contaminant (Figure 5).

50
t [years] 0o x [mm]

Figure 3. Radionuclide distribution (standard AD model).

Figure 4. Spatial distribution of low-level radionuclides at a reference time-step.
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-9 =0=11
m——fm—n=1.2
08r(=®=a=14 7

C [ppm]

0 200 400 600 800
t [years]

Figure 5. Time history of radionuclides at a reference node.

4. Discussion

A nonlinear coupled 3D fractional hydro-mechanical model accounting for anomalous
diffusion (FD) and advection—dispersion (FAD) for solute flux is presented, accounting for
a Riesz derivative treated through the Griinwald-Letnikow definition. The formulation
innovatively includes the contribution of deformation non-linearities for the solid skeleton,
as well as a strain-dependent permeability tensor. A finite difference approximation is
built on purpose for modeling 1D domains and adopting the fractional-centered derivative
scheme combined with the 3-method, with the advective term treated via the Lax—-Wendroff
scheme. In particular, the algorithm shifts into a backward-time implicit one with variable
time steps in case of long-term contaminants (radionuclides) transport. Under the assump-
tions of linear-type pore pressure distributions, permeability which is weakly dependent on
deformation, together with small volume changes, means that the effects of the fractional
dispersion term are analyzed.

A delayed release of solute pollutants or a long-tailed dispersion process caused by
volume heterogeneities of the porous media was successfully described, evidencing a
general gradual and slower solute contaminant transport. Additionally, when accounting
for radionuclides transport within cemented materials and decreasing fractors, the model
evidences a sort of solute-clog, with higher solute gradients and increasing solute levels.
Correspondingly, it appears to be particularly suitable for reconstructing phenomena in
which the kinetics of diffusion are slower than the kinetics of reaction and layers of very
low solubility form and do not dissolve on observable time scales.
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Nomenclature

solid velocity vector
s Fluid/solid density
Gravity acceleration vector
Saturated permeability tensor
Dynamic fluid viscosity
pore pressure
fractional differential order
2) gamma function
solute/contaminant concentration
porosity
contaminant partitioning coefficient
hydrodynamic dispersion tensor
jacobian
logarithmic strain
Po, 0g  initial values of pore pressure and axial stress
k, G bulk and shear modulus of porous material
E transfer term
Cs solute concentration in the mixing soil zone

T OSeNdRTTF wm-§<
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