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Abstract: Considering the relevance of clay mineral-bearing geomaterials in landslide/mass movement
hazard assessment, various engineering projects for resource development, and stability evaluation
of underground space utilization, it is important to understand the permeability of these clay
mineral-based geomaterials. However, only a few quantitative data have been reported to date
regarding the effects of the clay mineral type and hydraulic gradient on the permeability of clay mineral
materials. This study was conducted to investigate the permeability of clay mineral materials based
on the clay mineral type, under different hydraulic gradient conditions, through a constant-pressure
permeability test. Comparative tests have revealed that the difference in the types of clay mineral
influences the swelling pressure and hydraulic conductivity. In addition, it has been found that the
difference in water pressure (hydraulic gradient) affects the hydraulic conductivity of clay mineral
materials. The hydraulic conductivity has been found to be closely associated with the specific
surface area of the clay mineral material. Furthermore, the hydraulic conductivity value measured
is almost consistent with the value calculated theoretically using the Kozeny—Carman equation.
Moreover, the hydraulic conductivity is also found to be closely associated with the hydrogen energy,
calculated from the consistency index of clay. This result suggests that the hydraulic conductivity of
clay mineral materials can be estimated based on the specific surface area and void ratio, or consistency
index of clay.

Keywords: clay minerals; compacted clays; hydraulic conductivity; swelling pressure; water pressure;
Kozeny—Carman equation; hydrogen energy

1. Introduction

Clay mineral materials have various industrial applications owing to their unique properties,
such as plasticity, expansion, swelling, ion exchange, dispersion, flocculation, and adsorption [1-3].
Clay mineral-based geomaterials have low strength and undergo mechanical and chemical degradation
of texture to a large extent owing to the effect of clay mineral content. Owing to these degradations,
the presence of clay minerals (particularly smectite) is listed as one of the main factors that cause
landslides, heaving, and the collapse of construction work. Because the engineered barriers and
backfill for the geological disposal of radioactive wastes require ultra-long-term stabilization, the use of
compacted sodium-type bentonite for this purpose is gaining considerable attention. In the geotechnical
field, many researchers/engineers have studied the mechanical properties of montmorillonite-bearing
materials [4-11] and the swelling characteristics and permeability of montmorillonite [12-20].
Montmorillonite is a type of smectite and is a swelling clay mineral. In the field of clay mineralogy,
there is a plethora of literature on the permeability of clay minerals [21-24]. For instance, Pusch [21]
studied the swelling pressure and hydraulic conductivity of various clay minerals, such as kaolinite,
smectite, and palygorskite. Sellin and Leupin [22] reviewed most of the results (over the past
35 years) on the safety-relevant properties of clay that were applied to the engineered barriers for the
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geological disposal of radioactive waste. Kato et al. [23] reported the permeability of mica clay mineral
samples using a transient pulse method. Kohno et al. [24] reported the results of a permeability test
(conducted under constant pressure) on the samples containing only one specific type of clay mineral
(kaolinite, 1.0 nm halloysite, talc, mica, or chlorite) and clarified the influence of clay mineralogy on
hydraulic conductivity.

Furthermore, the alteration by volcanic hydrothermal systems and the formation of crushing
and weathering zones over geological time have occurred widely throughout the Pacific region and
worldwide. As a result of these geological phenomena, a wide variety of clay minerals can be found
in the Earth’s crust [25-33]. In the study conducted by Nishimoto and Yoshida [27], a fractured
rock filled with clay was found at a depth of 200 m by drilling through the Toki granite in Gifu,
Central Japan, using a core drill core. This phenomenon can also be observed in the fractures in
granites found at depths of 300 m and 500 m below the ground level at the Mizunami Underground
Research Laboratory in Central Japan. The rock fractures are filled with clay due to the infiltration of
groundwater through the damaged zone [30,34]. The physical and mechanical properties of clay fault
gouge and clay mineral transformations within fault gouges have been intensively studied by many
researchers [26,31,35-41]. In general, the clay layer is a weak layer and has low permeability. In the case
of a rock mass with a macro-fracture filled with clay minerals, the clay layer will have a significant effect
on the mechanical and hydraulic behaviors of the rock mass. Therefore, while mining natural resources
(e.g., geothermal energy, petroleum gas, shale gas, methane hydrate), care must be taken regarding
the presence of clay minerals, in addition to discontinuity. Furthermore, it is generally considered
that the physical and mechanical properties, including the permeability of rock materials intercalating
clay minerals, vary significantly based on the clay mineral type, as evidenced by their structures and
chemical compositions. Therefore, it is vital to note the clay mineral type to evaluate the mechanical
properties of clay mineral-bearing geomaterials. As mentioned above, in natural resource mining, it is
important to understand the permeability of rock mass, including macro-fractures filled with clay
minerals. Many studies have been conducted on the permeability of macro-fractured rock filled with
clay minerals [34,40,42]. Wang et al. [40] measured the permeability of macro-fractured basalt samples,
unfilled as well as infilled with gouge. The results showed that the permeability decreased with
increasing effective pressure; however, the unfilled fractures exhibited a greater decrease in permeability
than the gouge-filled fractures. Pérez-Flores et al. [42] measured the permeability of macro-fractured
Seljadalur basalt with an infilled layer of gouge. They demonstrated that filling the fractures with a
synthetic fault gouge decreased the permeability. Nara et al. [34] investigated the permeabilities of
granite samples, including a macro-fractured sample filled with clay and a mineral vein. They reported
that the permeability of granite increased owing to the existence of fractures; however, it decreased
upon filling the fractures with fine-grained minerals. However, in these studies, the type of clay
mineral filling has not been adequately focused on. Furthermore, in the case of clay minerals with
low permeability, it is known that the hydraulic gradient affects the permeability [43,44]. The effects
of hydraulic gradient on the permeability were first described by Hansbo [44]. As mentioned above,
although some studies have considered the swelling characteristics and permeability of various clay
minerals [21,22,24], very few studies have attempted to actually determine the swelling characteristics
and permeability of the various clay minerals under different hydraulic gradient conditions.

This study aims to investigate the permeability of compacted clays based on the clay mineral
type, under different hydraulic gradient conditions, through a constant-pressure permeability test.
Furthermore, this study estimates the hydraulic conductivity of compacted clays through the
Kozeny-Carman equation [45,46] using the parameters of specific surface area, void ratio of compacted
clays, and hydrogen energy obtained from the consistency index of clay minerals. It is essential to
evaluate the swelling characteristics and water permeability of clay samples, considering various rock
engineering projects for underground space utilization for geological disposal, liquefied petroleum gas
stockpiling, and carbon dioxide capture and storage.
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2. Materials and Methods

2.1. Sample of Clay Mineral Materials

One-dimensional swelling-pressure and constant-pressure permeability tests were conducted to
clarify the influence of the clay mineral type or water pressure on the swelling pressure and hydraulic
conductivity in compacted clays containing only one specific type of clay mineral. The constant-pressure
permeability test is widely used in the evaluation of compacted bentonite-based materials and also has
the advantage of a short experimentation time. The schematic crystal structure of the layer silicates
is illustrated in Figure 1 (Shirozu [47]). Layer silicate clay minerals primarily consist of tetrahedral
silicate sheets and octahedral hydroxide sheets. By stacking these sheets continuously, clay minerals
can be classified into 1:1- and 2:1-layered structures. Furthermore, these are subdivided by differences
in composition caused by cation isomorphic substitution. Figure 1 is representative of all the eight
types of clay samples used in this study, except for serpentine. The clay mineral samples were mainly
composed of kaolinite, 1.0 nm halloysite, pyrophyllite, talc, mica, chlorite, and smectite or vermiculite,
respectively. These samples were commercially available as clay powder samples, except for the 1.0 nm
halloysite. The samples passed through a 75 um mesh sieve.
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Figure 1. Schematic crystal structure of layer silicates (based on Shirozu [47]).

The particle density and specific surface area (Shimadzu Micromeritics Gemini 2375, BET Method,
N, adsorption, 150-200 °C/60 min) of the clay mineral powder samples are presented in Table 1,
and the X-ray diffraction patterns (Rigaku Ultima IV diffractometer, CuKe, 40 kV, 20 mA, 0.15 mm
receiving slit, 0.5° divergence slit, 2° scattering slit) of the clay mineral powder samples are depicted in
Figure 2. The specific surface area was highest for the smectite (swelling clay minerals) powder sample,
followed by the 1.0 nm halloysite (swelling clay minerals) and kaolinite powder samples. The specific
surface areas of the other clay samples were single-digit values. The consistency limits (liquid limit and
plastic limit) and plastic index of the clay mineral powder samples are also presented in Table 1, and the
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plasticity chart of the clay mineral powder samples is shown in Figure 3. The consistency limits were
evaluated in accordance with the test method for liquid limit and plastic limit of soil (JIS A 1205:2009,
JGS 0141-2009) [48]. In the plasticity chart of the clay mineral powder samples, the marker of the
smectite sample is located above line A (Figure 3), and it is therefore considered to be a sample with low
permeability, high dry strength, and high toughness. In contrast, the other samples have a liquid limit
wr, in the range of 35.98-118.35% and a plastic index I, in the range of 2.06-41.32; this is considerably
smaller than that of the smectite sample (wy, = 455.02%, I;, = 396.93). Mica, chlorite, and pyrophyllite
on the left side of line B (Figure 3) are considered to be the samples having lower compressibility than
those of the 1.0 nm halloysite, kaolinite, talc, and vermiculite samples.

Table 1. Particle density (ps), specific surface area (Sm), consistency limits (liquid limit: wr, plastic
limit: wp), and plastic index (Ip) of clay mineral powder samples.

. Ps Sm wr, w
Clay Mineral Samples [g/cm?] [m2/g] %] [%f’] I,

Kaolinite 2.577 40.42 92.69 59.77 32.92

1.0 nm halloysite 2.736 86.55 66.28 40.50 25.79

Pyrophyllite 2.718 8.1 47.60 45.54 2.06

Talc 2.786 4.24 71.25 52.82 18.42

Mica 2.904 4.85 35.98 2217 13.81

Chlorite 2.841 52 39.59 29.05 10.54
Smectite 2.648 594.27 [49]  455.02 58.09 396.93
Vermiculite 2.663 7.73 11835 77.04 41.32
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Figure 2. Unoriented X-ray powder diffraction patterns of kaolinite (a), 1.0 nm halloysite (b),
pyrophyllite (c), talc (d), mica (e), chlorite (f), smectite (g), and vermiculite (h) powder samples.
The arrows correspond to the index minerals, and abbreviations correspond to other minerals
(Cal: calcite, Chl: chlorite, Dol: dolomite, Fld: feldspars, Mi: mica, Opl: opal-CT, Qtz: quartz,

Sep: sepiolite).
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Figure 3. Plasticity chart of clay mineral powder samples.
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2.2. Experimental Procedure

The sample used for the one-dimensional swelling-pressure and constant-pressure permeability
tests had a diameter of 50 mm and a height of 10 mm. Each dried clay mineral material was statically
compacted to ensure a void ratio of 0.95. The void ratio (e = ps/pq — 1) was calculated by the relationship
between particle density (ps, Table 1) and dry density (i.e., specimen volume). All the specimens had a
void ratio of 0.95 + 0.003. For the swelling clay minerals, the void ratio may change (increase in basal
spacing from 1 nm to 1.5 nm) during the experiment. This problem should be addressed in the future.
The compacted samples were produced using an apparatus composed of a cylindrical mold, pistons,
and an oil pressure jack. The tests were performed at 22 + 1 °C in a temperature-controlled room using
equipment with sufficient rigidity.

2.2.1. One-Dimensional Swelling-Pressure Test

Figure 4 depicts the experimental configuration (modified version of the experimental setup in the
study by Kohno et al. [24]) of the one-dimensional swelling-pressure test. The testing system consists
of an elevating-load machine, cylindrical mold (acrylic resin ring), base plate, loading plate, load cell,
porous stone, water-immersion container, and displacement transducer.

Temperature-controlled room

Air-conditioner

Personal computer Temperature and
Data logger humidity logger

Insulating material

Displacement transducer

- Load cell

Loading
plate

v - Z Porous
= Spec1men‘ stone

3

/ Rubber O-ring

e

I:I 1]

Elevating-load machine

Figure 4. Schematic of the experimental configuration (modified version of the experimental setup in the
study by Kohno et al. [24]) for the one-dimensional swelling-pressure test of the clay mineral samples.

The test was performed under a constant-volume condition. A sample was placed in the cylindrical
mold with a base plate; the assembly was inserted into the water-immersion container, and the container
was filled with distilled water. A 0.003 kN load was thereafter applied to ensure a constant height of
the sample, and the axial swelling pressure was determined from the vertical force applied during that
time. A displacement transducer was used to measure the displacement of the sample throughout the
test. The maximum displacement value was 0.01 mm. The swelling pressure is given by:
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Py = — (1)

where Ps is the swelling pressure, F is the vertical force, and A is the cross-sectional area of the sample.
A data logger was used to measure the vertical force at intervals of 1 s. The test was conducted for
at least 7 days. After the test was completed, the stainless-steel upper base plate was placed on the
sample, and the test sample was immersed for 2 days in a water-filled decompression container and
further immersed in atmospheric pressure for 2 days. Subsequently, a constant-pressure permeability
test was conducted.

2.2.2. Constant Pressure Permeability Test

Figure 5 shows the experimental configuration [24] of the constant-pressure permeability test.
The testing system consists of a compressor, water pressure tank, pressure regulator, pressure gauge,
water pipe, permeability cylindrical mold (stainless steel), filters (paper and porous stone), rubber O-ring,
and electronic balance. The pipe and cylinder are made of stainless steel. An electronic balance (0.1 mg
accuracy) was used to measure the amount of water discharge, taking into consideration the effect of
evaporation. The runoff volume was measured at intervals of 1 min, and the data were transmitted
from the balance to a personal computer. The degree of saturation S, (=wps/ep.w) of the specimens after
permeability test was in the range of 109 to 148%, which were exceeding 100%. Therefore, the samples
used were ensured to be water-saturated. It has been reported [17,50] that the degree of saturation of
bentonite after the permeability test exceeded 100%. Komine et al. [17,50] explain that the causes are the
water adheres to the specimen due to the influence of surface tension when measuring the water content
and increased density of water molecules around montmorillonite [51-53]. Therefore, the samples
used were ensured to be water-saturated. Distilled water was passed through the sample under a
constant water pressure using a compressor and pressure water tank. Measurements were obtained
over 24 h, after the first confirmation of water runoff. The water pressure was set to 0.01, 0.025, 0.05,
0.075,0.1,0.2,0.3, 0.4, and 0.5 MPa. As an exception, the water pressure of the smectite sample was 0.1,
0.2,0.3,0.4, and 0.5 MPa. The hydraulic conductivity of clay mineral materials was calculated using
Darcy’s law:

QL
= A @)
where k is the hydraulic conductivity, Q is the runoff volume, L is the height of the sample, & is the
difference in water level, A is the cross-sectional area of the sample, and ¢ is time; / is calculated
according to the pressure in the water pressure tank, for example, at the water pressure of 0.1 MPa, h is
1020.4 cm.

k
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Air-conditioner

Insulating material

Porous stone Pressure gauge
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Pressure regulator
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Electronic balance Cylindrical mold
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Figure 5. Schematic of the experimental configuration for the constant-pressure permeability test of
clay mineral samples [24].
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3. Results and Discussion

3.1. Swelling Pressure and Hydraulic Conductivity of Clay Mineral Materials

The results of the one-dimensional swelling-pressure test are presented in Table 2 and Figure 6.
The swelling pressure is largest for the smectite sample (Ps = 0.98 MPa), followed by the 1.0 nm
halloysite (Ps = 0.56 MPa). In contrast, the swelling pressure of the mica, pyrophyllite, talc, and chlorite
samples is 0.02 MPa or less; this is an extremely small value indeed. Therefore, it may be concluded
that the swelling pressure of the compacted clay varies depending on the clay mineral type.

Table 2. Swelling pressure (Ps) and average hydraulic conductivity (k) of clay mineral powder samples
(void ratio = 0.95).

P

Clay Mineral Samples [MPal k [m/s]
Kaolinite 0.37 1.8 x 10710
1.0 nm halloysite 0.56 5.8 x 1071
Pyrophyllite 0.01 24x1078
Talc 0.01 1.9 x 1078
Mica 0.02 7.7 x 1070
Chlorite <0.002 45x%1078
Smectite 0.98 3.7 x10713
Vermiculite 0.13 4.7 x107°
14
1.2 1
5]
E 1
iy
& 08
a
2
‘2-6 0.6 ', .............................................................................................................. 4 1.0-nm ha]]oysito (0'5(, I\/IPa)
g0 1 Kaolinite (0.37 MPa)
0.2
0 1 2 3 4 5 6 7
Time [day] Pyrophyllite (0.01 MPa)

Chlorite (< 0.002 MPa)
Figure 6. Swelling pressure of clay mineral samples (void ratio = 0.95).

As can be observed from the schematic crystal structure (Figure 1) of the clay minerals, smectite
and 1.0 nm halloysite samples (swelling clay minerals) absorb a large amount of water between the
layers when immersed in water. It is considered that this increases the distance between the unit layers
and increases the swelling pressure of both the samples. This is well known from many previous studies.
However, the swelling clay mineral, vermiculite sample, does not swell at room temperature [2];
therefore, it is considered that it does not exhibit a large swelling pressure. Furthermore, the other
non-swelling clay mineral samples do not show the slightest swelling pressure. This does not imply that
water is absorbed between the unit layers resulting in swelling; however, it can be considered that the
apparent swelling pressure is mainly due to the generation of pore water pressure in the interparticle
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void due to water immersion. However, the large swelling pressure of the non-swelling clay mineral,
kaolinite sample, is considered to be due to the size of the specific surface area (Table 1). In other words,
the specific surface area of the kaolinite sample is larger than that of the other non-swelling clay mineral
samples. Therefore, it is considered that as the amount of water adsorbed due to surface tension
increases, the pore water pressure acting on the interparticle void increases accordingly, and as a result,
the swelling pressure becomes larger in the kaolinite sample in comparison with the corresponding
values in the other clay samples.

The results of the constant-pressure permeability test are shown in Table 2 and Figure 7.
The hydraulic conductivity shown here is the average of the experimental values of 2-9 samples for
each type of clay mineral. The average hydraulic conductivity of the clay samples ranges from 1078 to
10713 m/s. Hydraulic conductivity is lowest for the smectite sample (k = 3.7 x 1073 m/s), followed by
the 1.0 nm halloysite and kaolinite samples (k = 1071° to 107! m/s). In contrast, the hydraulic
conductivities of the other samples are in the range of 10 to 10~ m/s. Therefore, similar to the
result of the swelling-pressure test, the swelling pressure of the compacted clay varies depending
on the clay mineral type. Smectite is a swelling clay mineral containing water and cations between
the layers; a significantly larger electric double layer [2] is formed in smectite relative to the other
clay minerals. It is considered that the formation of an immobile water film due to the electric
double layer and the physicochemical phenomenon [54,55] in swelling clay minerals significantly
contribute to the hydraulic conductivity of the smectite sample. Similar to the results of the swelling
pressure test, the low hydraulic conductivity of the 1.0 nm halloysite and kaolinite samples are
considered to be closely related to the size of the specific surface area in comparison with the other clay
samples. As mentioned above, when the specific surface area is large, the swelling pressure increases;
however, the permeability is also considered to decrease because of the presence of interparticle voids.
Furthermore, when the specific surface area is large, the amount of adsorbed water due to surface
tension increases; however, this adsorbed water is generally highly viscous [2], which is also one of the
factors that reduce the hydraulic conductivity. The effects of surface tension were first described by
Terzaghi [56], who reported that the thin layers of water (i.e., adsorbed water) have viscosity.

10'7>£

10-8 L
o)
E
PR
=
5 . A Kaolinite
= -10 .
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* J

o) .
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>
aw 10 | x Chlorite

1013 - - - - -

0 0.2 0.4 0.6 0.8 1 1.2
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Figure 7. Relationship between swelling pressure and hydraulic conductivity of clay mineral samples
(void ratio = 0.95).

Figure 7 shows the relationship between the swelling pressure and hydraulic conductivity of
the clay mineral samples. The hydraulic conductivity of the clay mineral material decreases with
increasing swelling pressure, and the analysis reveals a very strong correlation (correlation coefficient:
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0.99) between the two aforementioned parameters. From this result, it is considered that the clay
sample with a large swelling pressure tends to exhibit the ability to fill voids and accordingly,
the hydraulic conductivity value is small. Furthermore, it has been suggested that the hydraulic
conductivity can be estimated only from the swelling pressure without performing the permeability
test, or the swelling pressure can be estimated from the hydraulic conductivity without performing the
swelling-pressure test.

The above experimental results indicate that when evaluating the permeability of rocks comprising
clay minerals, the permeability may differ depending on the type of the clay minerals. Therefore, it is
important to note the type of the clay mineral. In the case of ultra-low-permeability materials such as
smectite, when the smectite in the material alters into other clay minerals, it causes an increase in the
hydraulic conductivity and eventually changes the physical properties of the material.

3.2. Effect of Water Pressure on Hydraulic Conductivity of Clay Mineral Materials

The hydraulic conductivity of clay mineral materials under different water pressure (hydraulic
gradient) conditions is shown in Table 3. When the water pressure was gradually increased, water paths
were generated in the 1.0 nm halloysite, pyrophyllite, talc, and chlorite samples, as shown in Figure 8.
Therefore, the permeability test of these samples could not be performed beyond the water pressure
of 0.4 MPa (1.0 nm halloysite), 0.075 MPa (pyrophyllite), 0.2 MPa (talc), and 0.05 MPa (chlorite).
Further, multiple craters and very minute water paths were confirmed in the chlorite sample (Figure 8).
The presence of the water paths in the pyrophyllite (Ps = 0.01 MPa), talc (Ps = 0.01 MPa), and chlorite
(Ps < 0.002 MPa) samples can be attributed to the effect of the water pressure being larger than the
swelling pressure. Although the halloysite sample had a water pressure (Py = 0.4 MPa) smaller
than the swelling pressure (0.56 MPa), a water path was generated in this sample. In addition,
the kaolinite (Ps = 0.37 MPa) and vermiculite (Ps = 0.13 MPa) samples did not generate any water path,
although the water pressure was higher than the swelling pressure. In the water permeability test of
the bentonite-based materials, the water pressure must be set below the swelling pressure to avoid
shrinkage of the sample [57,58]. In addition, Pusch [59] also states that the setting of water pressure
is significant, and it is recommended that the water pressure should be 50% (or less) of the swelling
pressure. Therefore, it is necessary to set an appropriate permeability pressure when conducting the
hydraulic conductivity test on clay samples because the constituent clay minerals generate water paths
that have a significant effect on permeability.

Table 3. Hydraulic conductivities [m/s] of clay mineral samples under different water pressure
conditions (void ratio = 0.95). The values within parentheses in the table refer to the actual water
pressure [MPa] measured, and W.P. indicates the observed water path in the sample.

Clay-Mineral Water Pressure Py, Settings [MPal]
Samples 0.01 0.025 0.05 0.075 0.1 0.2 0.3 0.4 0.5
Kaolinit 15x10710  18x10710  19x1070 19x1070 17x10710 18x1070 17x10710 1.8x10710 1.7x10710
aotinite (0.009) (0.025) (0.05) (0.074) (0.1) (0.2) (0.3) 0.4) (0.495)
1.0-nm 81x10711  65x10711  58x1071  56x10711  49x10711  49x1071!  50x1071 W.P.
halloysite (0.01) (0.024) (0.049) (0.071) (0.1) 0.2) 0.3) (0.4)
Pyrophyllite 23 % 10~ 25x1078 2.0x1078 W.P.
yrophy (0.009) (0.025) (0.05) (0.075)
Tal 2.6x1078 2.0x1078 1.9x1078 1.8x 1078 1.4x1078 W.P.
ak (0.012) (0.024) (0.048) (0.072) (0.11) 0.2)
Mi 6.7 x107° 73x107° 8.0x 1077 8.4x 1077 7.7 %107 7.9%107° 7.8 %1070 7.6 x107° 7.7 %107
ica (0.009) (0.024) (0.05) (0.074) 0.1) 0.2) (0.3) 0.4) (0.48)
Chlorit 47x1078 42x1078 W.P.
orite (0.01) (0.025) (0.05)

- - - - 46x1071  23x10718  33x107®  33x107®  50x10713
- - - - (0.1) 0.2) 0.3) (0.4) (0.485)

8.7 x 1079 82x 1077 6.4x107° 52 %1077 40x1077 33 %1077 2.7 %1079 22x1077 1.9 %107
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Figure 8. Observation of water path (W.P.) in the samples (downstream side) that significantly affect

the hydraulic conductivity. (a) 1.0 nm halloysite, (b) pyrophyllite (c) talc, and (d) chlorite samples.

Figure 9 shows the relationship between the water pressure and hydraulic conductivity of clay
mineral samples. The hydraulic conductivities of chlorite, talc, vermiculite, and 1.0 nm halloysite
samples tend to decrease slightly when the water pressure is 0.1 MPa or less. This is consistent with
the phenomenon of the change in hydraulic conductivity in very small hydraulic gradient areas [44].
Except for the vermiculite sample, all the other samples exhibit water paths as a result of the gradual
increase in water pressure. The vermiculite in this study is mainly composed of vermiculite with
very small amounts of mica, as shown in Figure 2h. Thus, this sample is a possibility with a high
layer charge and behave closely like a mica [2,47,60]. The effect of the layer charge in clay minerals on
hydraulic conductivity will be clarified in future studies. The following explanation may be attributed
to the aforementioned observation: the sample is compressed or compacted because the water pressure
exceeds the swelling pressure, while the hydraulic conductivity decreases and the hydraulic gradient
increases to reach the limit, leading to the generation of water paths. With further increase in water
pressure, water paths may be generated in the vermiculite sample. However, no clear difference is
observed in the hydraulic conductivity when the water pressure is 0.1 MPa or higher. Accordingly, it is
suggested that the hydraulic gradient should be neither too large nor too small while conducting the
permeability test on the clay mineral samples, and it is important to carefully set the hydraulic gradient
at the optimal value.
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xXx
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=
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g 101 = Pyrophyllite
> ® Talc
T
107 Chlorite
Vermiculite
10-13
0 0.1 0.2 0.3 0.4 0.5

Water pressure P,, [MPa]

Figure 9. Relationship between water pressure and hydraulic conductivity of clay mineral samples

(void ratio = 0.95).
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3.3. Estimation of Hydraulic Conductivity Using Kozeny—Carman Equation

Among all the existing models representing the hydraulic conductivity of porous media,
the Kozeny—Carman equation [45,46] in particular uses the specific surface area, shown in the
following equation:

pwg 1 e

e = CE S s 3

where kxc (m/s) is the hydraulic conductivity, C is a dimensionless shape constant with an approximate
value of 0.2 [46], pw (= 997.770 kg/m?) is the density of water at 22 °C, g is the gravitational acceleration
(= 9.8 m/s?), 11 (= 0.000958 Pa-s) is the coefficient of viscosity at 22 °C, Sy, (m?/kg) is the specific surface
area per unit mass of particles, ps (kg/m>) is the particle density, and e (= 0.95) is the void ratio. As this
equation incorporates both macroparameters (such as void ratio) as well as microparameters (such as
specific surface area), it is often used to evaluate the hydraulic conductivity of low-permeable materials,
such as bentonite (Ren et al. [61]; Kobayashi et al. [62]). In this study, we estimated the hydraulic
conductivity of compacted clays using the Kozeny—Carman equation [45,46], using the specific surface
area and void ratio of compacted clays and compared them with the experimental values obtained.

Figure 10 shows the relationship between the void ratio and hydraulic conductivity of clay mineral
samples calculated using the Kozeny—Carman equation. The markers in Figure 10 represent the
experimental values (e = 0.95). For all the clay samples, the hydraulic conductivity k obtained through
experimentation was larger than the hydraulic conductivity kxc calculated using the Kozeny—-Carman
equation. The specific surface area used in Equation (3) may vary depending on the pretreatment
time and temperature of the sample during measurement [2]. Therefore, the difference between k and
kxc is probable. However, the difference between k and kyc is found to be within approximately one
order of magnitude for all the clay samples. Further, the Kozeny—-Carman equation may be an effective
means for evaluating the permeability of compacted clay samples. However, when estimating the
hydraulic conductivity using the values of the specific surface area and pore ratio, a slight difference in
the obtained values is expected.

107

10—8 k

109 f

A - Kaolinite
1070 ¢ ¢ -+ 1.0-nm halloysite
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101

Hydraulic conductivity k [m/s]

1012 x - Chlorite

o i ‘ ‘ ‘
0 0.2 0.4 0.6 0.8 1 1.2

Void ratio e

Figure 10. Relationship between void ratio and hydraulic conductivity of clay mineral samples.
The dotted lines correspond to the values calculated using the Kozeny—Carman equation ([38,39];
Equation (3)).
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3.4. Relationship between Hydrogen Energy and Hydraulic Conductivity of Clay Mineral Materials

The distance of the markers from line A in the plasticity chart (Figure 3) indicates the toughness
and dry strength of the corresponding sample. According to Mizuno et al. [63], the consistency index
is expressed as Icp when the natural water content is zero, and Icg is defined as the hydrogen energy
(water retention capacity), as shown in the following equation:

ler = 7= @
p

In this study, we compared the hydraulic conductivity of compacted clays with the reciprocal
of hydrogen energy, using the consistency index of the clay mineral samples. Figure 11 shows the
relationship between the reciprocal of hydrogen energy based on the consistency index and the
hydraulic conductivity of the clay mineral samples. It can be seen that the range of 1/Icg is 0.04-0.87
and it differs depending on the type of the clay mineral. The smectite sample has a large specific
surface area, and the corresponding 1/Icg value is 0.87; this is approximately equal to 1. In particular,
smectite has a large specific surface area; therefore, the amount of adsorbed water due to surface
tension increases. It is considered that this adsorbed water is generally highly viscous [2] and has a
large hydrogen energy; therefore, smectite has a strong tendency to retain water in the interparticle
void. As a result, the hydraulic conductivity of the smectite sample is considered to be much smaller
than those of the other samples. The hydraulic conductivity tends to decrease as the hydrogen energy
increases, and a strong correlation (correlation coefficient: 0.87) is therefore observed between the two
parameters. Therefore, the results of this experiment suggest that it is possible to easily estimate the
hydraulic conductivity in the future only by conducting a consistency test.
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X
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1/1cg=1/ (wL/Ip)

Figure 11. Relationship between hydrogen energy and hydraulic conductivity of clay mineral samples
(void ratio = 0.95).

4. Conclusions

To clarify the effect of the different types of clay minerals and water pressure (hydraulic gradient)
on the permeability of compacted clay mineral materials, a constant-pressure permeability test
was conducted.
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The swelling pressure and hydraulic conductivity of the compacted clays differed depending on
the clay mineral type. The swelling pressure and hydraulic conductivity were found to be closely
associated with the specific surface area of the clays. In addition, it was found that the difference in
water pressure (hydraulic gradient) affected the hydraulic conductivity of the clay mineral materials.
We concluded that when conducting the hydraulic conductivity test using a clay sample, it is necessary
to set an appropriate permeability pressure because the constituent clay minerals generate water paths
that have a significant effect on permeability. Furthermore, the measured hydraulic conductivity
was almost consistent with the value calculated using the Kozeny—Carman equation. In addition,
the hydraulic conductivity was closely associated with the hydrogen energy calculated using the
consistency index of clay. This result suggests that the hydraulic conductivity of clay mineral materials
can be estimated based on the specific surface area, void ratio, or consistency index of clays.
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