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Thermodiffusion and coupled phenomena / Thermodiffusion et phénoménes couplés

Soret-driven convection and separation of binary mixtures in a porous
horizontal slot submitted to a heat flux

Convection thermosolutale avec effet Soret : séparation des espéces en couche poreuse
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ABSTRACT

The onset of Soret-driven convection in a shallow porous horizontal layer filled with
a binary mixture and submitted to a vertical heat flux on the two horizontal walls
is investigated. We study the species separation between the two vertical ends of the
cell, which appears for low values of the Rayleigh number and for positive separation
ratio. An analytical solution is performed and the separation is expressed in terms of
thermal Rayleigh number, Lewis number, separation ratio and aspect ratio of the cell. These
analytical results are corroborated by direct non-linear numerical simulations. Then, the
results are compared with those obtained in a differentially heated vertical cavity.

RESUME

On étudie la naissance de la convection thermosolutale avec prise en compte de I'effet
Soret, dans une couche mince horizontale poreuse remplie d’'un mélange binaire et soumise
a un flux de chaleur vertical sur ces deux parois horizontales. Pour de faibles valeurs du
nombre de Rayleigh et pour des facteurs de séparation positifs, la séparation des espéces
entre les deux extrémités verticales de la cellule est déterminée. On développe une solution
analytique qui permet d’exprimer la séparation en fonction du nombre de Rayleigh, du
nombre de Lewis, du facteur de séparation et du rapport d’aspect de la cellule. Ces résultats
analytiques sont corroborés par des simulations numériques directes et comparés avec ceux
obtenus en cellule verticale.
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1. Introduction

In binary fluid mixtures subjected to temperature gradient, the thermodiffusion effect induces a mass fraction gradient
(usually called the Soret effect). In the expression of the mass flux J of one of the components, besides the usual isothermal
contribution given by Fick law, there is an additional contribution proportional to the temperature gradient:

J=—pDVC—pC(1—C)DrVT (1)

where D is the mass-diffusion coefficient, Dt is the thermodiffusion coefficient, p is the density, and C is the mass fraction
of the denser component.

Thermogravitational diffusion is the combination of convection and thermal diffusion. The coupling of these two phe-
nomena may lead to species separation.

In 1938, Clusius and Dickel [1] successfully carried out the separation of gas mixtures in a differentially heated vertical
column (TGC). In the following year, two fundamental theoretical and experimental works on species separation of a binary
mixture by thermogravitation were published. Furry, Jones and Onsager (1939) [2], (FJO theory) developed the theory of
thermodiffusion to explain the experimental process involved in the isotope separation. The theory developed for differen-
tially heated vertical columns showed that there is a maximum separation for an optimal value of the cell thickness which
is of the order of a fraction of mm which significantly reduces the amount of separated species. For cells of larger thickness
the separation decreases since the flow velocity becomes much higher than the one leading to the maximum separation.
Lorenz and Emery (1959) [3] proposed to introduce a porous medium into the cavity. During the last ten years, many works
were devoted to the improvement of the experimental device in order to increase separation. Platten et al. (2003) [4] used a
tilted cavity heated from the top. Elhajjar et al. (2008) [5] studied the unicellular flow appearing at the onset of convection
in a binary fluid saturating a horizontal porous cavity heated from below. If the separation ratio v is positive and greater
than a certain value ¥mono, it was shown that it is possible to separate the species of the binary fluid mixture between the
two ends of the cell. Moreover, the optimal Rayleigh number in the case of a horizontal cell is larger than in the case of a
vertical one (TGC). This allows performing separation in a larger cell. Bennacer et al. (2009) [6] suggested splitting a column
filled with a porous media saturated by a binary fluid into three sub-domains.

In all the aforementioned works, two walls of the thermogravitational cell are maintained at constant and different
temperatures while the two other walls are adiabatic. All the walls are impermeable. Bahloul et al. (2003) [7] studied the
onset of Soret-driven convection in a shallow porous horizontal layer submitted to a vertical heat flux on the two horizontal
walls. The thresholds for finite amplitude, oscillatory and monotonic convection instabilities are determined in term of the
governing parameters of the problem. For their study, the authors used a closed-form analytical solution based on parallel
flow approximation. However, they were not interested in the separation of the binary mixture components.

In the present article, we reconsidered the previous study with a focus on the species separation between the two
horizontal ends of the cell, which appears after the transition from the rest flow to unicellular flow for low values of the
Rayleigh number and for positive separation ratio. In the first part, an analytical solution was performed in the case of a
shallow cavity (aspect ratio A >> 1) and the separation was expressed in terms of thermal Rayleigh number, Lewis number,
separation ratio and aspect ratio of the cell. The value of the Rayleigh number leading to the maximum separation was
obtained analytically. The analytical results were corroborated by direct non-linear numerical simulations performed using a
finite element method. Then a comparison between the separation obtained in this new configuration with the one obtained
in TGC column was developed.

2. Mathematical formulation

We consider a rectangular cavity with a high aspect ratio A = L/H, where H is the height of the cavity along the
vertical axis €, and L is its width along the horizontal axis €x. The cavity is filled with a porous medium saturated by a
viscous binary fluid mixture of density p and dynamic viscosity w. The two horizontal walls y = —H/2 and y =+H/2
are subjected to a uniform heat flux, ¢’ and are impermeable. The two vertical walls x = —L/2 and x = +L/2 are adiabatic
and impermeable. All the boundaries are assumed to be rigid. We consider an isotropic and homogeneous porous medium.
We assume that Darcy’s law and the Boussinesq approximation are valid, thus the thermophysical properties of the binary
fluid are constant except the density in the buoyancy term which varies linearly with the local temperature T and the mass
fraction C of the denser component;

p = po[1— Br(T —To) — Bc(C —Co)] (2)

where A1 and B, are respectively the thermal and mass expansion coefficients of the binary fluid (To and Co correspond to
the reference state).



The dimensionless mathematical formulation of the problem is given by
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The reference scales are H for the length, a/H for the velocity with a =21"/(pc) (a is the effective thermal diffusivity
of the porous-mixture system, »* is the effective conductivity), H2¢/a for the time (with ¢ = (pO)*/(po) g, (pO)* and (pc) ¢
are respectively the effective volumetric heat capacity and the volumetric heat capacity of the fluid), AT =q'H/A* for the
temperature, AC = —ATCo(1 — Co)(D3/D*) for the mass fraction, where D} and D* are respectively the thermodiffusion
and mass-diffusion coefficients of the denser component. v is the stream function. As usually the equation of continuity is
satisfied by introducing the stream function according to: u = dvy//dy and v = —3v/dx. The problem under consideration
depends on five non-dimensional parameters: the thermal Rayleigh number, Ra = (KgBrHAT (pc)s)/(A*v), where K is the
permeability of porous medium and g is the gravitational acceleration, the separation ratio ¢ = —(81/8¢)(D}/D*)Ci(1—Cy)
where C; is the initial mass fraction, the Lewis number Le = a/D*, the normalized porosity, € = &*/¢ and the aspect ratio
A=L/H.

The corresponding dimensionless boundary conditions are
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3. Analytical solution in the case of a shallow cavity
3.1. Closed-form analytical solution

In the case of a shallow cavity A >> 1, we consider the parallel flow approximation used by many authors (see for
instance Mamou et al. [8]). The basic flow is given as follows:

Y y)=v1); T(x,y) =bx+ f(y); Cx,y)=mx+g(y) (5)

where b and m are respectively the temperature and mass fraction gradients along the x axis.
With these assumptions and for the steady state, the system of Eqs. (3) is reduced to a set of ordinary differential
equations solved with Maple:

dy
42 = —Ra(b + ¢m)
2
,4v _2f (6)
dy ay?
dl// _ 1 " "
m dy — Le( 1)
Using the boundary conditions (4) we obtain for the stream function the following expression:
. 1
¥ =1vo(1-4y?) with yo= gRa(b +¢@m) (7)
and the expressions of f(y) and g(y) by integration:
4
f(y)=—5voby’ + yoby — y (8)
4
g(y) =—3¥oy (mle+b) + (YomLe+ yob — 1y 9)

In order to obtain the expression of b and m respectively, we use the fact that at the steady state, the total heat transfer
through any cross section perpendicular to the x axis and the mass flow of the component of mass fraction C is zero, so:

1/2 1/2
/(u(y)f(y)—b)dyzo and f(u<y>g<y>Le_m+b)dy:o (10)

~1/2 —1/2
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Fig. 1. Separation S =mA versus Rayleigh number for ¢ = 0.4, Le =2, 50, 100.

which leads to the expression of b and m:

10 8Ley2b — 10Leyrg — 15b
b:z—w0 and m=— Y 5 Vo
8y +15 8Le?yZ +15

(11)

By inserting b and m by their expression in Eq. (7), we obtain a 5th order polynomial equation for 19, which solutions
are Yo =0 and

V51
=+-"_—(Rale? —12 —12Le?
Yo 8 Le(
+ \/ Ra’Le* + 24Rale? — 24RaLe* + 144 — 288Le? 4 144Le? 4 48Le>Rag + 48Le’Rag )‘/ 2 (12)

In conclusion, the analytical solution in the case A > 1 is:
¥ =vo(1—4y°)

4
T=bx— §¢oby3 + Yoby — y

4
C:mx—§¢0y3(mLe+b)+(1[/omLe+1/fob—])y (13)

51
woz:ti—(RaLez —12 —12L¢?
8 Le

+ \/ Ra’Le* + 24Rale® — 24Rale* + 144 — 288Le® + 144Le* + 48Le3Rag + 48Le*Rag )” 2
3.2. Separation

We study the species separation of the binary mixture between the two vertical ends of the horizontal porous cavity.
The separation S is defined as the difference of the mass fraction of the denser species between the two ends of the cell
(x=A/2 and x = —A/2) and its expression is S =mA.

As indicated in Egs. (11) and (12), m and the separation S are functions of the Lewis number Le and o = f(Ra, Le, ¢).
We choose the set of parameters Le =2,50,100 and ¢ = 0.4. The cases Le = 50, 100 correspond to liquid binary mixtures
while the case Le =2 corresponds to gas binary mixture.

The vertical stratification of the mass fraction field is obtained at low Rayleigh numbers. The maximum separation is
obtained for an optimal value of the Rayleigh number Ray.

For each value of ¢, we can obtain the value of Rayy with the software Maple. So, for ¢ = 0.4 and for Le = 2: Ragy, =
7.85, for Le = 50: Ragps = 1.07 and for Le = 100: Ragp, = 0.56.

In Fig. 1, the curves S = f(Ra) for ¢ =0.4 and Le =2, 50, 100 are plotted.

For Ragpem, the coupling between the two phenomena, thermodiffusion and convection, is optimal. If Ra is lower than
Ra,pen, the convection is weak and the separation is small, and when Ra is higher than Ra,p, the intensity of convection
increases, so the separation decreases. One can note that for Le = 50 and Le = 100, the maximum separation is quite the
same Syqx ~ 4.6, while for Le =2, Spax ~5.7.
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Fig. 2. Separation in horizontal and TGC cells for Le =100, ¢ = 0.1.

It will be noted that due to the reference scale used for the mass fraction, the separation S may be higher than one.
Using the Forgotten effect, i.e. the term ¢C in the Darcy’s law is neglected, we can obtain an approximate relation which
gives the following expression for Ragpe:

1
Le?(10Le? + 197Le — 253)

— 400Le + 440 + 40v/121 — 220Le + 1816Le? )

Ragpeh = (40Le* — 2400Le? + 2000Le>

172 (14)

3.3. Comparison between the separation obtained in a thermogravitational column and in a horizontal layer submitted to constant
heat flux

In order to show the advantage of the horizontal configuration submitted to heat flux, the separation obtained in this
case is compared to the one obtained in the thermogravitational column.

Elhajjar et al. [5] studied the thermogravitation in a vertical column of height H and thickness e. The vertical walls of
the cell were kept at constant and different temperatures. To obtain an analytical solution in the case A= H/e > 1, the
authors used the same assumptions than in Section 3.1. The term ¢C in the Darcy’s law was neglected (Forgotten effect).
Under these assumptions the separation is S, =m,A with

my = (10Le Ra)/(Le?Ra* + 120) (15)

Thus, the maximum separation is obtained for an optimum value of the Rayleigh number, Raopr = /120/Le. For Le =100
and ¢ = 0.1 (Fig. 2) the two curves S = f(Ra) are plotted in the case of the horizontal cell submitted to heat flux and in
a TGC column, with the Rayleigh number based on H for the horizontal cavity and the thickness e for the TGC column so
Ran /Ray = (ATH/ATy)(H/e).

If we now compare the ratio of the optimal Rayleigh numbers in the two configurations, we obtain:

r= Raopth /Raopey
. 0.091287(40Le* — 2400Le? + 2000Le’ — 400Le + 440 + 40v/121 — 220Le + 1816Le?)
B Le(10Le? + 197Le — 253)

So, for Le =2, r =2.52, for Le =50, r =26.07 and for Le =100, r = 45.67.

In Fig. 2, we note that the maximum separation is quite the same in the two configurations, but S, decreases very
quickly with Ra while the separation in the horizontal cell decreases softer, indicating that the separation can occur in a
wider range of Ra and allows the use of greater height cells. In conclusion, for the same difference of temperature, in a
horizontal cell with a height H much higher than the width e of a TGC column, the obtained separation is largest in the
horizontal cell and the amount of separated species is higher. It is also easier to realize these cells experimentally. Indeed
the width of the TGC column at the maximum separation is about a fraction of a mm.

(16)

4. Numerical simulations

The system of Eqs. (3) with the boundary conditions (4) are solved numerically using a finite element code (Comsol
industrial code) with a rectangular grid, better suited to the rectangular configuration. For the computations, we consider
an aspect ratio A =10. The spatial resolution is 120 x 20.



Table 1
Analytical and numerical separation for Le =100 and ¢ = 0.4.

Ra S analytical S numerical Ra S analytical S numerical
0.3 1.6862 1.605 0.75 4.4540 4.454
0.4 4.1492 4.149 1 4.1034 4.103
0.5 4.5651 4.591 1.5 3.4886 3.488
0.56 4.6092 4.640 2 3.0352 3.033
0.6 4.6014 4.601 2.5 2.6903 2.690
0.64 4.5754 4.575 3 2.4162 2.416
0.68 4.5376 4.537 4 1.9989 1.999
0.70 4.5155 4.515 5 1.6855 1.685

Fig. 3. Isoconcentrations and streamlines for (a) Ra =0.3, Le =100, ¢ = 0.4; (b) Ragpeh = 0.56, Le =100, ¢ =0.4; (c) Ra=2.5, Le =100, ¢ = 0.4.

In order to eliminate the effects due to the presence of the two vertical ends for calculating the separation, we plot the
curve C = f(x) at a given value of y (y =0, for instance) and we calculate the slope of the curve which is a straight line in
the central part of the cell.

In Table 1, we present the separations obtained numerically and analytically for Le =100 and ¢ = 0.4. The results
obtained numerically are in very good agreement with those obtained analytically. The same result is obtained for Le = 2,
Le =50 and ¢ =0.4.

For Le =100 and ¢ = 0.4, Fig. 3 shows the mass fraction field and the streamlines for Ra = 0.3, Ragps = 0.56 and
Ra=2.5.

We can see in Figs. 3(a), 3(b), and 3(c) that for Ra = 0.3, the stratification of the mass fraction field is not vertical and
that the assumption of parallel flow is only respected near the center of the cavity. For Ra = Ra,ps, the maximum separation
is obtained: the assumption of parallel flow is respected except near the two vertical walls. As Ra increases from Ry, the
convection increases as indicated by the deformation of the mass fraction field. Thus the separation decreases.

5. Conclusion

In this article, analytical and numerical studies were performed to investigate the separation in a horizontal porous
layer saturated by a binary mixture and subjected to constant heat flux on the two horizontal walls. In the first part an
analytical solution was determined in the case of a shallow cavity (A > 1). The separation was calculated for different sets
of values of Ra, Le and the separation ratio, ¢. The maximum separation was obtained for an optimal value of the Rayleigh



number. The analytical results were corroborated by direct numerical simulations using a finite element code (Comsol). The
comparison with the separation obtained in differentially heated vertical columns (TGC) showed that even if the maximum
value of the separation is the same in both configurations, the use of horizontal cells submitted to heat flux allowed height
higher than the width of TGC column, increasing the amount of separated species significantly.
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