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SUMMARY

Convection in high-aspect-ratio rectangular enclosures with combined hori-
zontal temperature and concentration gradients is studied experimentally. An
electrochemical system is employed to impose the concentration gradients. The
solutal buoyancy force either opposes or augments the thermal buoyancy force.
Due to a large difference between the thermal and solutal diffusion rates the
flow possesses double-diffusive characteristics. Various complex flow pat-
terns are observed with different experimental conditions.

INTRODUCTION

The purpose of the present study is to investigate flows resulting from
buoyancy forces due a combination of temperature and species concentration
effects in enclosures.

Convection in enclosures has many applications in diverse fields; for
example, thermal insulation engineering, geophysics, and astrophysics. The
geophysicist's interest lies in the fact that in natural geothermal phenomena
temperature and concentration gradients induce density changes in the fluid
which in turn lead to buoyancy-driven fluid motion. The buoyancy effect is
known to play an important part in fluid motion through geothermal systems.

Convection in which the buoyant forces are due both to temperature and
concentration gradients is generally referred to as thermosolutal convection
or double-diffusive convection. As pointed out by Ostrach (1980), various
modes of convection are possible depending on how temperature and concentra-
tion gradients are oriented relative to each other as well as to gravity.
Much attention has been given to the situation in which stratified fluids are
subjected to imposed vertical temperature gradients in order to explain some
unusual oceanographic phenomena (e.g., Turner, 1974, Wang et al., 1987). For
the same reason convection in stratified fluids with imposed horizontal temper-
ature gradients has also been investigated (Ostrach, 1980).

Thermosolutal convection is also important in crystal growth processes
(Ostrach, 1983). The transport process in the fluid phase during the growth of
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a crystal has a profound influence on the structure and quality of the solid
phase. With the need for ever more perfect crystals, attention has begun to be
focused on the role of convection in crystal growth. In many crystal growth
techniques there are both temperature and concentration gradients in the fluid
that can lead to buoyancy-driven convection. In some horizontal growth tech-
niques (e.g., horizontal Bridgman) the fluid phase is subjected to horizontal
temperature and concentration gradients. Several investigators in the past
studied thermosolutal convection in an enclosure with combined horizontal tem-
perature and concentration gradients in low-apsect-ratio enclosures (Wang

et al., 1982, 1985, 1986). Extensive experimental and theoretical work is
still needed to understand convection in an enclosure with combined driving
forces. The present work is to study convection with temperature and concen-
tration gradient normal to the gravity vector in electrochemical systems in
high-apsect-ratio enclosures. Its main objective is to obtain more information
on the resultant flows under various parametric conditions.

An electrochemical method based on a diffusion-controlled electrode reac-
tion is employed in the present work for creating the concentration gradients.
The horizontal temperature and concentration gradients are imposed in such a
way that their effects on the flow are either opposing or augmenting. The
resulting flow structures are studied under various conditions.

Since the main object of the present study is to obtain more information
on convection due to the combined effects of temperature and concentration gra-
dients in enclosures, the parametric ranges studied herein are mainly dictated
by the electrochemical system employed to impose concentration gradients.

EXPERIMENTAL DESIGN
Dimensionless Parameters
Based on the basic differential equations for convection in an enclosure

with thermal and solutal buoyancy forces (fig. 1) it can be shown that the fol-
lowing dimensionless parameters are important in the problem.

3
GrT = gﬁ_é%ﬂ_ thermal Grashof number

v
Pr = 5— Prandt! number
Sc = 5— Schmidt number
N = %—%% buoyancy ratio
Ar = % aspect ratio

where g 1is the gravitational acceleration, v is the fluid kinematic viscos-
ity, « the thermal diffusivity, and D the diffusion coefficient. The height
and width of the enclosure are H and L, respectively. AT and AC are the
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imposed temperature and concentration differences, respectively, between the
two horizontal walls separated by H. Density variation due to temperature is
represented by the volumetric thermal expansion coefficient 8§, and that due to
concentration by the volumetric solutal expansion coefficient B. Instead of
the (Gry, N) combination the (Grg,GrS) combination is sometimes used, where

Grg is defined as Grg = gB ACH3/v2 = N Gry, solutal Grashof number.

Test Apparatus

A sketch of the present experimental system is given in figure 1. The
test cell is a rectangular enclosure. The two vertical plates are made of
0.7 cm thick copper plates and used as electrodes. An electrical heating mat
is bonded to the back of one of the copper plates, and the other plate is
cooled by circulating water from a constant-temperature bath. The other walls
of the cell are made of 0.64 cm-thick plexiglas. The whole setup is enclosed
by fiberglass insulation to minimize the heat loss from the system to the
surroundings. Some parts of the insulation can be removed to facilitate
qualitative-flow structure observation. Three thermocouples are imbedded in
each of the copper walls to determine the wall temperature. The width (L) of
the test cell is 7.6 cm and the height is variable so that a range of aspect
ratio can be covered.

A copper sulphate solution is used as electrolyte. MWhen a voltage is
applied to the electrodes, copper dissolves into the solution at the anode and
is deposited at the cathode. As a result the density of the fluid near the
cathode (anode) becomes lower (higher) than that of the bulk of the solution.
The migration of the cupric ions in the electrical field is eliminated by add-
ing sulphuric acid to the solution, which acts as a supporting electrolyte, and
thus the transport of the cupric ions in the cell is controlled only by diffu-
sion and convection. In the experiment the concentration of CuSO4 varies from
0.05 to 0.08 M. The acidity of the solution is kept constant at 1.5 M H»SOq4.
The physical properties of the solution are taken from Wilke et al. (1953).
The thermal properties of this dilute solution are close to water.

The auxillary system consists of a dc power supply, instruments to meas-
ure the total current and potential in the cell, and a variable resistance to
control the current.

Test Procedure

Although the temperatures of the copper walls can be easily measured by
thermocouples, the concentration levels at the walls cannot be so easily deter-
mined. One relatively simple way to specify the concentration level at the
cathode wall in the present system is to adjust the cell potential in such a
way that the saturation current (1imiting current) is obtained. Under the
Timiting-current condition the ion concentration at the cathode surface is
zero, in other words the change in concentration across the solutal boundary
layer along the cathode ((AC) cathode) is Cp, where Cp is the concentration
level in the bulk fluid. Since the net mass fluxes at the cathode and anode
are considered to be equal and since the concentration outside the solutal
boundary layers of both walls is Cp, it is reasonable to expect that the aver-
age change in concentration across the solutal boundary layer along the anode



((AC) anode) is nearly equal to (AC) cathode. Then the overall concentration
difference across the cell is AC = (AC) cathode + (AC) anode = 2Cp, and thus
Grg 1is defined based on AC = 2Cy, in the present work. The above concept
assumes that Cp remains constant, but as convection develops in the cell, the
concentration level becomes nonuniform in the bulk region, and only on the
average the bulk concentration level remains constant. Moreover, due to elec-
trolysis the copper wall surfaces become rough slowly with time, which means
the current densities at the walls decrease and the condition at the cathode
deviates gradually from the limiting-current condition. For this reason the
duration of each run is limited to maximum 4 to 5§ hr, far shorter than the time
required to attain steady solutal convection (=500 hr). 1In the present cases,
the electrochemical system is started after the thermal convection becomes
steady. If the system is started in other ways (e.g., the electrochemical sys-
tem is started first and then a temperature gradient is imposed), the concen-
tration boundary conditions become less well-defined, since the limiting
current has been found to change significantly with time as thermal convection
develops in the cell. The flow patterns are studies by flow visualization.

To visualize local flow structures, laser light is employed. The optical tech-
nique is shadowgraphs.

RESULTS AND DISCUSSION

Since this is a basically time-dependent problem, it may be expected to
illustrate the flow structures by showing a series of shadowgraphs in time-
sequence. However, the transport processes are relatively slow for the present
system and the flow structure does not change significantly after the electro-
chemical system is started for 0.5 to 5 hr during each run. Therefore a number
of photographs taken of sections of cell within a 3 min interval can be assem-
bled together to adequately indicate the observed flow field (figs. 2 and 3).
The shadowgraphs showing the entire flow at one instant is desired but techni-
cally more difficult and not necessary for the present work.

In the cooperating cases it could be anticipated that the flow structures
are somewhat similar to those in purely thermal or solutal cases, i.e., unicel-
lular flows. However, they are found to be more complex. Under certain condi-
tions a layered flow pattern appears. The sketches of typical layered flow
patterns observed by shadowgraphs for cooperating cases are given in figures 2
and 3. We think the flow along the cold anode is down to the bottom of the
tank initially. But because of the box-filling process, a stably stratified
fluid layer is built in the test section. Then the multilayered convection
cells started because of the effect of sideways heating of a density gradient.
Also we have found that secondary cells appear near each vertical wall by using
optical visualization techniques. In the cells near the cold anode the second-
ary cell flows are counterclockwise (figs. 2 and 3). It is not easy to under-
stand how the conditions for the cooperating cases are conducive to the
formation of fingers, as implied by figure 6. The fluid turning the corner at
the bottom of the anode seems copper rich and hence should resist acquisition
of the positive buoyancy required for development of the secondary cells. The
reason for the cells formation is speculated to be as follows. Consider the
region near the cold anode. Due to thermal convection less-concentrated fluid
at the top of the test section in the thermal boundary layer is brought down
along the anode in each layer. But after the fluid near the anode turns around
the bottom of each layer and moves out of the thermal boundary layer, the tem-
perature increases while the concentration level is nearly constant, due to the
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fact that the thermal diffusion process is much faster than the solutal diffu-
sion process in the present experiment. As a result, the flow acquires upward
buoyancy after the turning and secondary cells form. It is noted that the
cells do not exist in the initial thermal convection and appear only after the
addition of solutal convection.

It is interesting that flow structures similar to those described above
are observed even when the two body forces opposed. The layered flow appears
also in the opposing cases, see figures 4 and 5. MWe also found that secondary
cells exist for opposing cases. Due to shear exerted by the flow in the ther-
mal boundary layer along, for example, the hot anode, the fluid in the solutal
boundary layer is carried upward against the buoyancy force which acts downward
in the solutal boundary layer. However, when the flow near the hot anode turns
around the top of each layer, the thermal convection slows down and the shear
force associated with it decreases. Consequently, some of the heavy fluid goes
down, resulting in secondary chaotic turbulent cells near the anode (figs. 4
and 5). Therefore, the flow structures in figures 4 and 5 for the opposing
cases are similar to that in figures 2 and 3 for the cooperating cases, but
the reasons for the appearance of the secondary cells are different in both
cases. Secondary cells for cases can be seen in the layered flow structure.
Due to the aforementioned complex flow structure in these cases, one might
expect some kind of flow instability under certain conditions. That turns out
to be the case. Shown in figures 6 to 8 are some instability (fingering flow)
cases. Fingering convection usually refers to long, cellular convection due
to warm, salty fluid above cold, fresh fluid. MWhat we see in the shadowgraphs
in the present work could be manifestations of such instabilities. For fixed
solutal Grashof number and aspect ratio when the buoyancy ratio is reduced
(thermal Grashof number increased), the fingers near the anode appear at the
lower position for cooperating cases (figs. 6 and 7) and at a higher position
for opposing cases (fig. 8).

In figures 9 and 10, the temperature distributions measured at the mid-
section are presented. As the layers develop, the initial profile due to pure
thermal convection becomes quite distorted. This offers at least indirect evi-
dence of layered flow structures. The experimental error in the value of
T*(= (T - Tp)/ (Ty - Tp)) was estimated to be =4 percent, where Tp, T, are
the bottom and upper wall temperatures at purely thermal steady state
conditions.

CONCLUSION

The purpose of the present experimental study is to investigate the
effects of imposing horizontal concentration gradients on steady thermal con-
vection in high-apsect-ratio enclosures. The temperature and concentration
gradients are imposed in such a way that their effects on the flow are either
opposing or cooperating. The ranges of the parameters studied herein are
Sc = 2100, Pr = 7.0, Grg = 1.52x107-1.28x109, Gry = 5.01x107-5.01x108, and
Ar = 3,7. Due to double-diffusive phenomena, various flow patterns appear in
the enclosures. It is found that both cases the interaction between the tem-
perature and concentration field may cause secondary cells near two end walls.
Secondary cells for opposing cases can be seen in the layered flow structure.
One important discovery in the present work is that some instability (finger-
ing convection) may appear near the copper plate. Also the positions that fin-
gers appear along the copper plate are dependent on N for fixed Ar and
Grg.



Most of this work is qualitative but it represents a first step in gain-
ing an understanding of confined flows due to both temperature and concentra-
tion gradients in high-aspect-ratio enclosures.
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