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Abstract: Fine-grained sedimentary deposits can bear an increased risk for building settlements due
to their moderate stiffness and strength properties, as well as high groundwater tables. However,
some buildings, e.g., situated on shallow foundations in Alpine basins, show only relatively small
settlements because the formation of carbonate cement can create bridging bonds between the
detrital soil particles, leading to increased stiffness. These weak bonds can be damaged through
dynamic loads and high static loads, causing a weakening of the soil’s microstructure and resulting
in large settlements in several cases. However, the environmental controls and mechanistic processes
underlying the formation versus damaging of microstructure in fine-grained, postglacial sediments
are, to date, poorly understood. In the present study, fine-grained sediments are artificially cemented
by calcium carbonates (CaCO3) to investigate (i) the influence of a mild and sustainable cementation
process on the stress–strain behavior of silicate- and carbonate-rich soils and (ii) the possibilities and
limitations of artificial microstructure development for soil stabilization. Incremental load oedometer
testing (IL), bender element testing (BE), X-ray diffraction (XRD), scanning electron microscopy (SEM)
and Brunauer–Emmett–Teller (BET) specific surface area (SSA) measurements are used to characterize
the development of cementation and to elucidate the improvements in the soil mechanical properties.
It is shown that cementation induced by CaCO3 mineralization (by 5–15% replacement) leads to an
increased stiffness (factor ≈ 5–7) and shear wave velocity (factor ≈ 1.1), caused by the formation of
nanocrystalline, particle-binding CaCO3 cements. The improvement of soil stiffness is dependent on
the CaCO3 replacement level, reaction time and primary soil mineralogical composition.

Keywords: artificial cementation; soil microfabric; microstructure development; stiffness; soil stabi-
lization; calcium carbonate

1. Introduction

Basins and valleys of the Alpine region, which formed during several glacial-interglacial
periods of the Pleistocene, were filled by lake and riverine sediments over thousands of
years. These geologically young sediments are usually characterized by a high groundwater
table and appear in a normally consolidated state, thus providing the base for today’s urban
areas, infrastructure and agricultural uses. However, especially fine-grained, calcareous
and siliciclastic deposits found in various areas in Europe and worldwide can lead to an
increased risk for building settlements due to their poorly developed stiffness and strength
properties [1,2]. Those unfavorable soil mechanical properties often come along with high
extra costs for foundation and construction works or lead to frequent damages caused by
building settlements [3]. For instance, it has been estimated that damages in clayey soils
increased from USD 2.2 billion (1973) to USD 15 billion (2012) across the United States over
the last decades [4,5].
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Chemical stabilization techniques using cement, lime, fly ash, calcium binders, poly-
mers and granulated blast-furnace slag have been used with different success in these
soils [6–14]. As an alternative, mechanical stabilization techniques, such as the installation
of water barriers and geo-membranes, can be applied [15–18]. However, chemical and
mechanical stabilization techniques can be harmful to the environment and often result in
high costs [19] since the production of 1 t cement or lime causes up to 1.2 t of carbon diox-
ide (CO2) emissions [20–22]. Recently, microbial-induced calcium carbonate precipitation
(MICP) has been represented as an environmental-friendly, bio-mediated soil-improvement
technology [23,24]. For example, the hydrolysis of urea enables the bio-inspired precipita-
tion of calcium carbonate (CaCO3) minerals as a sustainable alternative for soil stabilization,
which has ~90% less abiotic depletion potential and 3% less global warming potential
compared to traditional Portland cement applications in soil stabilization [25]. It was
shown by several authors that MICP can mitigate seismic-induced soil liquefaction and
reduce the soil’s permeability, compressibility, and shear strength [26–36]. Consequently,
bio-inspired geotechnical engineering is becoming increasingly important nowadays [37].

In contrast, the authigenic formation of CaCO3 phases can be observed in many natural
surroundings using mineralogical, hydrochemical and microstructural testing [38–45].
These naturally formed cement phases can fill the pore space, increase the bonding between
detrital and other authigenic particles and thus lead to an increased soil stiffness and
strength due to the development of a microstructure. Consequently, multi-story buildings
founded on shallow foundations often show relatively small settlements even under high
static loading. Otherwise, dynamic loads induced by heavy construction measures, such as
soil improvement measures via jet grouting, can lead to increased settlements, as grain-to-
grain contacts and interparticle bonding is partly or fully destroyed [3]. In this context, the
term fabric is used to describe the arrangement of particles, particle groups and pore spaces
in soils, while the term structure describes the entire particle arrangements (fabric) and their
stabilities [46,47]. Thus, (micro)structure is often used synonymously with the soil’s bonding
strength or interparticle forces in the literature [48]. Two soils characterized by the same
fabric can have different microstructural properties (mainly related to stiffness and strength)
if interparticle forces differ. Until now, systematic experimental studies on fine-grained,
postglacial sediments that aim at elucidating the generic links between the formation
of a microstructure and the development of relevant soil mechanical parameters (i.e.,
stiffness) are scarce. Further, the combined influences of reaction time, cementation type
and degree and soil mineralogy are often not considered when microstructure development
is considered on-site.

In the present paper, fine-grained soil specimens are artificially cemented by nanocrys-
talline CaCO3 binders using sodium hydrogen carbonate (NaHCO3) and calcium oxide
(CaO) as reactants in order to investigate the potential of sustainable carbonate cementation
for stabilizing soft, fine-grained sediments with calcareous versus siliciclastic composition.
Therefore, oedometer and bender element tests were executed on cemented specimens,
and the results were compared with non-cemented, untreated (reference) materials. Miner-
alogical and microstructural investigations by X-ray diffraction (XRD), scanning electron
microscopy (SEM) and Brunauer–Emmett–Teller (BET) surface area analyses are further
used to visualize differences in mineralogy and fabric upon CaCO3 mineralization and
cementation. The possibilities and application limits of soil improvement using this mild
and sustainable cementation procedure are discussed.

2. Materials

The mineralogical composition of the materials used here resembles those found in the
different Alpine basins from Austria and adjacent regions, which are characterized either by
mixtures of siliciclastics and carbonates (e.g., clay minerals, feldspar, quartz and dolomite)
or almost pure carbonates (predominantly calcite). Here and in the following, we use the
term ‘soil’ analogous to fine-grained, postglacial sediments. For example, the fine-grained
sediments from the Rhine valley and Seekirchen basin are dominated by calcite, while an
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increased amount of clay minerals and other silicate phases is recognizable in the basin
of Salzburg (Austria). Accordingly, two defined mineral assemblages (M1 and M2) were
chosen for laboratory testing, which reflectf the two main soil compositions mentioned
before: M1 is mainly composed of calcite (93%) with minor muscovite (5%) and quartz
(2%); M2 contains a mixture of dolomite (50%), muscovite and chlorite (10%), quartz (33%)
and albite (7%), as determined by prior mineralogical analysis of the standard materials
used for the preparation of the mixtures M1 and M2 (as quality control).

The raw calcite (0–200 µm) and dolomite (0–100 µm) used for laboratory testing were
provided by the DOLOMIT Eberstein Neuper GmbH. To account for muscovite, quartz and
feldspar within M2, the dolomite raw material was mixed with the embankment material
of a trial embankment from an Austrian basin in the ratio of 50/50. Since both testing mate-
rials (M1, M2) should present a particle size distribution (PSD) similar to that of postglacial
(Alpine) sediments, calcite and dolomite were crushed in several rounds using a rock
crusher. As indicated by the blue and red dashed lines in Figure 1, the particle size distribu-
tion (PSD) of both materials changed significantly during the crushing procedure. The PSD
of the testing material, presented in Figure 1 by solid lines, is classified according to ISO
14688-1 [49] as sandy clay-silt mixture (M1: sa’ Cl/Si) and sandy clayey silts (M2: sa’ cl Si),
respectively (see below for methodology). In addition to their respective PSDs, results of
particle density and Atterberg limits (ATT) are summarized for both materials in Table 1.
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Figure 1. Particle size distribution of materials M1 and M2.

Table 1. Characterization of raw materials M1 and M2 with respect to their soil classification, particle
size distribution, particle density and Atterberg limits.

Material M1 Material M2

ISO 14688-1 sa’ Cl/Si sa’ cl Si
USCS (ASTM D2487-11) CL CL

Clay content (<0.002 mm) 43.5 22.1
Silt content (0.002–0.063 mm) 45.8 65.9
Sand content (0.063–2 mm) 10.7 12.0
Particle density ρs (g/cm3) 2.69 2.76

Liquid limit LL (%) 35.9 36.0
Plastic limit PL (%) 20.7 20.3

Plasticity index PI (%) 15.2 15.7

While material M2 is characterized by a higher particle density (ρs) than material M1,
the liquid limit (LL), the plastic limit (PL) and the plasticity index (PI) are in good agreement
between both materials. The Casagrande results of both mineralogies are situated above the
A-line within the range of medium plasticity clays, leading to a lean clay (CL) classification
according to USCS (ASTM D2487-11 [50]). Reference is made to Section 4 for further
information on the methods used.
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3. Artificial Cementation and Sample Preparation

The artificial cementation (i.e., the accelerated formation of CaCO3 binder phases to
enhance microstructure development) of materials M1 and M2 was induced by introducing
a mixture of calcium oxide (CaO) and sodium hydrogen carbonate (NaHCO3) powders
at different weight percent ratios to the raw materials M1 and M2. Afterward, adequate
amounts of distilled water were added to the mixtures, which led to the dissolution of the
easily soluble salts and subsequently resulted in the fast formation of CaCO3 under the
development of moderately alkaline conditions (see the simplified Equation (1)). Compared
to authigenic CaCO3 mineralization and cementation frequently observed in Alpine post-
glacial sediments, the carbonation reaction used here is faster and more efficient. Moreover,
this procedure is more sustainable and environmentally friendly compared to common
soil stabilization measures utilized, e.g., cement injections, where portlandite (Ca(OH)2) is
formed under extremely alkaline conditions, causing negative impacts to soil biota and the
aquatic environment.

CaO + NaHCO3 → CaCO3 + NaOH (1)

To study the influence of newly formed CaCO3 cements on the stress–strain behavior
of fine-grained soils, soil specimens were prepared at different degrees of cementation.
Even though soil specimens differ in terms of cementation, uniform densities and water
contents were considered during specimen preparation (ρd = 1.40 g/cm3, ρsat = 1.92 g/cm3,
w = 35.0%, Sr = 100%), resembling common Alpine soils. The present approach considers
a replacement of 5%, 10% and 15% of the M1 and M2 raw materials (with respect to
their dry masses) by CaO and NaHCO3 additives, which were added in stoichiometric
ratios following Equation (1). Reaction times of 1 and 3 weeks were considered for each
replacement step and both soil mixtures.

In detail, the dried material (M1 or M2) was mixed with CaO and NaHCO3 salts in
the first step at the aforementioned solid–solid ratios. After homogenization in a mixer for
1 min in a dry state, adequate amounts of distilled water were added to each mix design,
and the mixing procedure was continued until a defined water content was reached along
the homogenized soil specimens. Subsequently, the soil–water mixtures were carefully
transferred into plexiglass cylinders (h = 46 mm, d = 100 mm)—situated on top of a
wrapped wood plate—using a lab spatula (Figure 2). A constant loading pressure was used
to reach a homogeneous density along the specimens and to minimize the entrapment of
air inclusions. After specimen preparation (Figure 2), the density was verified by weighing
with recognition of the volume of the plexiglass cylinder. Subsequently, a second wooden
plate was added to the top of the samples and pressed against the cylinder to minimize
water evaporation and sample drying out during the experiment (Figure 2d).
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All soil specimens were stored at a constant temperature of 22 ± 1 ◦C throughout
the reaction time of 1 to 3 weeks. Afterward, the plexiglass cylinders were removed, and
oedometer rings were gently pushed into the soil specimens. The remaining material was
used for XRD, SEM and BET tests. Larger cylindrical shells (d = 100 mm, h = 220 mm)
were used for triaxial and bender element testing. An additional latex membrane (placed
between the soil sample and cylinder) was used to avoid any sticking of the material along
the shells. After the reaction time, the soil specimens were slightly shortened to h = 190 mm
and used for triaxial and bender element testing.



Geosciences 2022, 12, 333 5 of 17

4. Methods
4.1. Soil Mechanical Testing

Oedometer tests enable the characterization of the stress–strain behavior of soil sam-
ples under axial loading whilst preventing radial deformations. Therefore, a soil specimen
of cylindrical shape (diameter d = 7 cm and height h = 2 cm) was placed within a steel ring
and loaded vertically. Porous filter discs were placed at the bottom and at the top of the soil
specimen to allow pore water dissipation during loading. The applied vertical load and the
deformations were measured manually or automatically during test execution. To reduce
the influence of wall friction (soil–ring interaction) on measured settlements, the diameter
to height ratio d/h was set to >2.5 for all investigations [51]. During the incremental loading
(IL) testing procedure, the load application was performed fully automated by electric or
pneumatic presses. This stress-controlled procedure is based on changing the vertical load
incrementally. The following load steps were chosen in the present study: 10, 20, 40, 80, 160,
320, 640, 1000, 320 and 20 kPa. For each load-step, the vertical stress was held constant until
consolidation is completed (normally after 24 h). All IL oedometer tests were performed
according to ISO 17892–5 [51].

Bender elements (BE) consist of two piezoceramic bimorph sheets (e.g., zirconate
titanate and lead titanate) with external conducting surfaces sandwiching a conductive
center shim (e.g., ferrous nickel) [52]. Thereby, the lack of crystal symmetry or the electri-
cally polar nature of the crystals results in piezoelectricity [53]. These electromechanical
transducers enable the conversion of mechanical to electrical energy and vice versa. If a
driving voltage is applied to the bender elements, they bend due to the polarization and
act as a transmitter. On the other hand, if these elements are mechanically forced to bend,
voltage is generated (receiver). Here, parallel type bender elements with a dimension of
12 × 12 × 1.2 (length × width × thickness in millimeters) and an additional polyurethane
coating were used and placed within a triaxial device. The configuration shown in Figure 3
was chosen for the present study, where a function generator produces a defined input
voltage that is sent to the oscilloscope and the transmitter bender element (situated within
the top cap of the triaxial device).
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The chosen frequency of the excitation voltage is strongly influenced by the soil
stiffness and the particle size distribution, usually ranging from 1 to 30 kHz in soils. While
the arrival time is not affected by the signal type and frequency, the ability to detect the
signal can change strongly [55]. Based on this test configuration, the shear wave velocity VS
can be calculated according to Equation (2) based on the tip-to-tip travel length Ltt between
the two bender elements and the (measured) shear wave travel time t.

VS =
Ltt

t
(2)

Even though bender elements are increasingly used in geotechnical engineering, no
standardized procedure is accepted for defining the arrival time t [52,53,56]. As recom-
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mended by various authors [53,56], the first reversal and the first reversal after the first
zero were chosen for the detection of the shear wave arrival time.

After installing the soil specimen in the triaxial device, the specimens were isotropically
consolidated to p’1 = 50 kPa, p’2 = 150 kPa and p’3 = 300 kPa. The shear wave velocity (VS)
was determined after each (isotropic) consolidation stage. No saturation phase was initially
defined since the saturation degree (Sr) was larger than 96% for all soil specimens. After
isotropic consolidation, an undrained shear phase was started, and VS was measured in
intervals between 3 and 5 h until failure was reached. A sine wave (amplitude = 12 V) with
frequencies ranging from 1 to 30 kHz was used to detect the arrival time.

Soil classification was executed according to ISO 14688–1 [49] and ASTM D2487-11 [50]
(Unified Soil Classification System = USCS). Therefore, the soil particle size distribution
(PSD) and the Atterberg limits (ATT) were determined according to ISO 17892-4 [57] and
ISO 17892–12 [58], respectively. Physical indices of soil specimens, such as the water content
(w), wet density (punsat), dry density (pd) and particle density (ps), were determined based
on ISO 17892-1 [59], ISO 17892-2 [60] and ISO 17892-3 [61], respectively.

4.2. Mineralogical and Microstructural Testing

The mineralogical composition of the powdered, dried soil samples was determined
through quantitative X-ray diffraction (XRD) analyses [62]. In the present work, a PANalyt-
ical X’Pert PRO diffractometer (Co-Kα radiation source) operated at 40 kV and 40 mA and
outfitted with a high-speed Scientific X’Celerator detector was applied for the characteriza-
tion of soil specimens. The soil powders were prepared by the top-loading technique and
examined in the range 4–85◦ 2θ with a step size of 0.008◦ 2θ and a scan speed of 40 s per
step [2]. For mineral identification and quantification, the PANalytical X’Pert Highscore
Plus software and its implemented ICSD database were used, with an analytical error
of <3 wt% per mineral phase [63].

The visualization of the soil (micro)fabric before and after the carbonate cementation
was realized via a scanning electron microscopy (SEM) study. Therefore, representative
soil samples were cut perpendicular to the bedding plane and carbon-coated to reduce
charging. Backscattered electron images, secondary electron images and element-specific
X-ray radiation spectra were collected, which provide information about the shape, size
and distribution of individual particle assemblages, pore system and the nature of the
distinct mineral phases present in the soil specimens. In the present work, FEI Quanta
450 FEG (FELMI-ZE, Graz) and Zeiss DSM 982 Gemini (University of Graz) microscopes
were used, respectively. Different magnifications were used to visualize the soil fabric at
macro- and micro-scales [64,65].

The Brunauer–Emmett–Teller (BET) method was used to determine the specific surface
area (SSA) [66] of the soil specimens (pre-dried at 40 ◦C), utilizing nitrogen (N2) gas at
relative gas pressure ratios (p/p0) from 0.05 to 0.35 (Micrometrics FlowSorb II 2300). A
multi-point adsorption method was used to quantify the impact and progress of CaCO3
cementation on the pore size distribution of the soil samples, with an estimated analytical er-
ror of ±10% [67]. The SSA of the soil specimens was determined according to Equation (3):

1
X·[(p0/p)− 1]

=
1

Xm·C∗
+

C∗ − 1
Xm·C∗

·
(

p
p0

)
(3)

where Xm is the number of gas molecules needed to form a monolayer, X represents the
adsorbed gas molecules at a given relative pressure (p/p0) and C* is a constant related
to the heat of adsorption. Based on a linear regression, Xm can be computed and used
to determine the specific surface area as,BET (m2/g). The pore volume and the pore size
distribution of the specimens were determined by incrementally increasing the gas pressure
until all pores are filled. The evaluation of the adsorption and desorption isotherms was
made using the BJH (Barrett, Joyner and Halenda) calculations [68]. The flowchart, shown
in Figure 4, summarizes the individual steps of laboratory testing.
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5. Results and Discussion
5.1. Influence of Artificial Cementation on 1 D-Compression

The stress–strain behavior of the uncemented and artificially cemented soil specimens
was investigated by means of oedometer tests, and the results are displayed in Figure 5 for
both materials (M1 and M2). It is evident that the mineralogical composition (carbonate-
versus silicate-dominated samples), the degree of cementation (5% to 15% replacement by
CaO + NaHCO3) and the reaction time applied (1 to 3 weeks) have an anticipated effect on
the stress–strain behavior of artificially cemented soil specimens. In detail, the uncemented
samples (black, dotted lines in Figure 5) present an almost linear trend within the log
σ’v–εvol space for primary loading stress paths, which indicates the lack of microstructure
in the untreated soil specimens [46,47]. Notably, increased apparent preconsolidation
pressures [69] develop for both materials (M1, M2) as a function of the degree of cementation
(blue (5%), red (10%) and green (15%) lines in Figure 5) and with the increase in time (cf.
dashed and solid lines in Figure 5), which is due to a higher degree of CaCO3 precipitation.
The latter binds and interconnect individual detrital soil particles, thus forming calcite-
cemented aggregate structures, which lead to increased stiffness. These observations are in
good agreement with previous oedometer test results obtained on both artificially cemented
soils [70,71] and natural (structured) clays [47,72–74].
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Figure 5. Results of oedometer tests executed on uncemented and artificially cemented soil specimens:
(a) M1 and (b) M2.

As long as interparticle bonds are intact (i.e., the apparent preconsolidation pressure
is not reached), a stiffer behavior is observed for all cemented samples compared to the
uncemented samples. After exceeding this stress level, the stiffness of all soil samples
decreases, indicating a breakdown of the calcite-cemented aggregate structures in both
materials [75]. While cementation at 5% and 10% substitution leads to a slightly improved
but generally similar stiffness for M1 and M2, respectively, a significantly higher apparent
preconsolidation pressure is observed for 15% material replacement (green lines in Figure 5),
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which indicates the formation of a stronger microstructure. Similarly, the apparent precon-
solidation pressures for the 5% and 10% replacement samples amount to approximately
60–90 kPa (M1) and 20–40 kPa (M2), respectively. Increased pressures of approximately
180 kPa (M1) and 60 kPa (M2) can be derived for the 15% replacement samples. For all
degrees of cementation, an increased reaction time (3 weeks—solid line) leads to a slightly
stiffer behavior.

By comparing the oedometer test results of materials M1 and M2, it can be observed
that the calcite-dominated soil specimens are, in all cases, characterized by a stiffer behavior,
even though M1 is characterized by a finer PSD (Figure 1). It can therefore be assumed that
the primary mineralogical composition of any soil material has a significant influence on
its stress–strain behavior (for materials with and without artificial cementation).

The dry and wet densities, as well as the water contents, which were determined
before load application, are reported for materials M1 and M2, with recognition of variable
degrees of carbonate cementation, in Table 2. It is evident that the dry and wet densities
of both materials slightly increase with the rising formation of CaCO3 phases, which can
be attributed to a carbonate (micro) filler effect that comes along with an increase in the
packing density of the soil particle assemblages (as discussed in detail below).

Table 2. Summary of measured wet densities (punsat), dry densities (pd) and water contents (w) of soil
specimens from the M1 and M2 series used for oedometer testing.

Soil Specimen Wet Density
punsat (g/cm3)

Dry Density
pd (g/cm3)

Water Content
w (%)

M1/No repl. 1.89 1.40 35.00
M1/5% repl./1 week 1.89 1.44 31.65
M1/5% repl./3 weeks 1.92 1.45 32.42
M1/10% repl./1 week 1.90 1.44 31.95
M1/10% repl./3 weeks 1.89 1.42 32.52
M1/15% repl./1 week 1.92 1.45 32.63
M1/15% repl./3 weeks 1.92 1.45 32.13

M2/No repl. 1.92 1.42 35.00
M2/5% repl./1 week 1.90 1.41 34.58
M2/5% repl./3 weeks 1.92 1.43 34.51
M2/10% repl./1 week 1.93 1.44 34.16
M2/10% repl./3 weeks 1.91 1.41 34.75
M2/15% repl./1 week 1.93 1.45 33.64
M2/15% repl./3 weeks 1.95 1.46 33.57

Similar observations have been reported for CaCO3-supported hydrated cement
blends, which showed higher strength values at increased carbonate (micro/meso) filler
contents [76,77]. Simultaneously, the water content generally shows a reverse trend for
all soil samples, i.e., a decrease can be seen at higher cementation levels, even though a
saturation degree (Sr) > 97 was ensured in all specimens. The reason for this observation is
discussed in Section 5.3. Due to differences in the density between the uncemented and
cemented soil specimens, oedometer curves do not coincide at large strains in Figure 5.

5.2. Influence of Artificial Cementation on the Shear Wave Velocity

The results of the triaxial and bender element tests for the uncemented and cemented
specimens are displayed in Figure 6. As an example, the curves are shown and compared
for materials M1 and M2 without cementation and with 10% replacement, respectively,
considering a reaction time of 3 weeks. It is evident that the cemented specimens (red
curves in Figure 6a,b) show slightly higher deviatoric stresses (q) during undrained shearing
compared to the uncemented specimens (cf. black curves in Figure 6a,b). However, we note
here that the cemented specimen of M1 was not sheared to failure to avoid bender element
damage. Furthermore, material M1 is characterized by a higher shear strength than M2.
As discussed in more detail below, no peak shear strength is observed for the cemented
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specimens as the main destructuration occurred during isotropic consolidation. The latter
statement is confirmed by oedometer results shown in Figure 5, where all specimens display
an apparent preconsolidation pressure smaller than 200 kPa. As positive excess pore water
pressures develop during undrained shearing, contractive behavior is observed for both
materials. Consequently, the mean effective stress (p’) decreases during shearing while
the deviatoric stress (q) rises. As shown in Figure 6c,d, the cemented and uncemented soil
specimens basically follow the same trend, as destructuration mainly occurs before the
shear phase.
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To study the influence of cementation (at 10% replacement) on the specimen’s shear
wave velocity (VS), the mean effective stress p’ and the deviatoric stress q are compared
to VS in Figure 6e–h. The isotropic consolidation stages are indicated by solid lines and
circles, whereas the results from the shear phase are represented by dashed lines and
triangles. It is observed (as expected) that VS rises with increasing mean effective stress
(p’) during isotropic consolidation (black and red lines in Figure 6e,f). This trend is in
good agreement with in-situ measurements of seismic flat dilatometer tests (SDMT) in
normally-consolidated soils, where VS increases over depth [73,74,78].

At defined stress levels (p’1 = 50 kPa, p’2 = 150 kPa, p’3 = 300 kPa), the cemented
specimens display higher VS values compared to the uncemented samples, even though
the difference between the cemented and uncemented specimens decreases slightly with
destructuration (increasing p’). Since the absolute VS measurements are higher for M1
compared to M2, it is confirmed that the carbonate-dominated soil is characterized by
a stiffer behavior. Furthermore, a slightly stronger fabric is assumed for M1 since the
difference between the cemented and uncemented specimens is slightly larger compared
to M2. However, for p’1 = 50 kPa, the ratio of cemented to uncemented shear wave
velocity does not exceed 1.2 for both materials. In contrast, bender element results of
artificially cemented sands (using the MICP technique) lead to ratios of >2.5 for similar
calcite contents [79]. From Figure 6g,h, it can be seen that the change in shear wave velocity
is small within the shear phase as p’ and q show the reversed trend. As the decrease in
p’ is smaller compared to the increase in q, it is confirmed that p’ has a stronger influence
on VS than q.

5.3. CaCO3 Precipitation and Microstructure Development in Artificial Soil Samples

The nature of the precipitated cement phases was studied for materials M1 and M2 by
means of XRD analyses to understand the above-described differences in the mechanical
behavior of uncemented and artificially cemented soil specimens. The mineralogy of
material M1 is mainly composed of calcite and, to a smaller extent, clay minerals (muscovite
with traces of chlorite) and quartz (Figure 7a), while material M2 contains mainly quartz,
clay minerals (muscovite and minor chlorite), feldspar (albite and orthoclase), dolomite and
traces of calcite (Figure 7b), as stated in the Materials section. Upon artificial cementation,
the diffracted intensity of the calcite peaks increased notably in Figure 7, which indicates
that this phase is the main reaction product in both materials and thus contributes to the
observed microstructure development.

The other mineral phases (originally present in M1 and M2) were not significantly
affected by this chemical treatment method. While the amount of clay minerals remains
constant for different degrees of cementation, the quartz content is slightly decreasing
due to dilution effects induced by CaCO3 formation. With the increasing degree of ce-
mentation, minor amounts of the hydrated sodium-calcium carbonate mineral pirssonite
(Na2 Ca(CO3)2·2 H2O) and trace amounts of portlandite (Ca(OH)2) formed, in addition to
massive calcite precipitation, at 5% and 15% replacement (Figure 7). The formation of such
hydrated phases could explain the observed decrease in the soil specimen’s water content
at higher replacement levels, as their precipitation consumes water (Table 2). However,
if these phases contribute to the development of a microstructure in both soil samples,
uncertainty remains, and further research is required. The results of scanning electron
microscopy (SEM) confirms that newly formed calcite cements have a stabilizing effect on
the fabric of both materials (Figure 8). The fabric of the uncemented specimens is presented
in Figure 8a,b for materials M1 and M2, respectively. By comparing the SEM images, it
becomes obvious that M1 is characterized by a finer PSD than M2. Consequently, the SEM
results are in good agreement with the PSD results shown in Figure 1.

A uniform distribution of large, single pores is indicated by the blue ellipses for both
materials. As for the cemented specimens (Figure 8c,h), selected areas filled by authigenic
carbonates (i.e., calcite) are marked by red dashed lines. Since the raw material of M2
consists only of traces of calcite, the abundant CaCO3 phases are all newly formed during
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the cementation phase, covering large parts of the original sample. For M1, mixtures
of newly formed and existing calcite are indicated by the red dashed lines. However,
the cement phases are nano- to microcrystalline in all cases and present no rhomboid
crystal shapes, which can be attributed to comparably short reaction times of 1 or 3 weeks,
i.e., documenting the fast and massive formation of CaCO3 phases. We note here that
we cannot fully exclude that CaCO3 formation progressed through the instantaneous
precipitation of highly reactive amorphous calcium carbonates (ACC), which subsequently
transformed into the more stable anhydrous mineral form, calcite [65]. In contrast, earlier
studies showed that calcium carbonates, formed by means of MICP, are larger in size and
present a rhomboid shape [80]. Importantly, the amount of particle-interconnecting CaCO3
cements notably increases at higher replacement levels, giving rise to the formation of
a microstructure via detrital particle clogging, pore space reduction and carbonate filler
effects [77]. Consequently, the embedding of existing primary particles increases uniformly,
which subsequently leads to an increase in wet and dry density, as summarized in Table 2.

The above-described carbonate (nano/micro) filler effect of generating a microstruc-
ture in materials M1 and M2 upon cementation is further evidenced by our N2-BET ph-
ysisorption study. Figure 9 highlights the physico-mechanical modifications of the specific
surface area as,BET and pore size distribution exemplarily for the uncemented and cemented
soil specimens of material M1. Since the newly formed, nanocrystalline CaCO3 cements
reduce the open pore space, the as,BET values decrease with increasing degree of cemen-
tation (Figure 9a). It is further confirmed that as,BET is more strongly influenced by the
replacement level compared to the reaction time (1 week or 3 weeks).
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mented and artificially cemented soil specimens (M1) determined by N2-BET physisorption.

In addition, the pore size distribution of soil specimens is compared for M1 in Figure 9b.
The differential pore area (dVp/dDp) varies between 0.0007 and 0.0015 cm3/g for pore sizes
ranging from 1.3 to 35 nm. The local maxima are reached at pore sizes equal to 2.5 and 18 nm.
This pore size distribution changes as soon as nano-calcite cements are formed. While
the number of pore sizes >6 nm decreases, the number of small pores <6 nm significantly
increases, corroborating the (nano/micro) filler effect. This trend is most evident in the soil
specimen with 15% replacement cured for 3 weeks (green, solid line in Figure 9b).

The presented procedure of CaCO3 formation has a significantly lower CO2 footprint
compared to lime and cement-based binders, considering the highly alkaline reaction,
which leads to the absorption of CO2. In contrast, larger replacements and higher material
costs are required to reach the desired properties. For the practical application of soil
stabilization work, it can be concluded that mineralogy has a strong influence on the
success of the respective binder. Therefore, geotechnical laboratory and in-situ testing
should be extended by mineralogical investigations at an early project stage.

6. Conclusions

Oedometer and bender element results, assisted by mineralogical (XRD) and mi-
crostructural (SEM and BET-SSA) data, proved that the formation of nanocrystalline calcite
(CaCO3) cements within the grain-to-grain matrix of either carbonate- or silicate-dominated
artificial soils leads to an increase in the apparent preconsolidation pressure and shear wave
velocity. However, this increase is strongly influenced by the mineralogical composition of
soil specimens, the degree of CaCO3 cementation and the curing time. If the bond strength is
exceeded, a decrease in constrained modulus (M) and shear wave velocity (VS) is obtained
due to the destructuration of the soil’s fabric. As interparticle bonding is intact, constrained
moduli of cemented specimens (15% replacement) increased by factors ranging between
5 and 7 compared to the uncemented specimens. The increase in shear wave velocity (VS)
is less pronounced and approximates 1.1 for both lithologies, even though the silicate-rich
soil sample is characterized by a softer behavior. It was observed that the mean effective
stress (p’) has a stronger influence on the shear wave velocity (VS) compared to deviatoric
stresses (q). With respect to soil stabilization by means of artificial CaCO3 cementation, it
was shown that comparatively high amounts of chemical additives are needed to influence
the stiffness of soft, fine-grained soils remarkably. However, the presented technique offers
a more favorable CO2 balance compared to lime and cement. The observations made are
valid for carbonate- and silicate-rich soils; future studies are required to prove these trends
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for different, more complex, mineralogical compositions and particle size distributions.
Furthermore, the presented procedure of soil stabilization should be applied at different
test sites to validate its possibilities and limitations for practical engineering.

Author Contributions: Conceptualization, S.O., A.B., M.D. and R.M.; methodology, S.O., R.M. and
A.B.; software, S.O., A.B., D.M.M.T. and M.N.; validation, S.O. and A.B.; formal analysis, S.O. and A.B.;
investigation, S.O., A.B., D.M.M.T. and M.N.; resources, R.M. and M.D.; data curation, S.O. and A.B.;
writing—original draft preparation, S.O. and A.B.; writing—review and editing, S.O., A.B., F.T. and
R.M.; visualization, S.O.; supervision, S.O. and A.B.; project administration, S.O.; funding acquisition,
S.O. and R.M. All authors have read and agreed to the published version of the manuscript.

Funding: This research was funded by the Austrian Research Promotion Agency (FFG), grant number
FO999891282.

Institutional Review Board Statement: Not applicable.

Informed Consent Statement: Not applicable.

Data Availability Statement: The data presented in this study are available on request from the
corresponding author.

Acknowledgments: We thank Stefanie Eichinger, Andrea Wolf, Christine Latal, Andreas Hasawend,
Daniel Vidonja and Anton Kaufmann for their invaluable support and help during laboratory testing.
Open Access Funding by the Graz University of Technology.

Conflicts of Interest: The authors declare no conflict of interest.

References
1. Petry, T.M.; Little, D.N. Review of stabilization of clays and expansive soils in pavements and lightly loaded struc-tures—History,

practice, and future. J. Mater. Civ. Eng. 2022, 14, 447–460. [CrossRef]
2. Baldermann, A.; Dietzel, M.; Reinprecht, V. Chemical weathering and progressing alteration as possible controlling factors for

creeping landslides. Sci. Total Environ. 2021, 778, 146300. [CrossRef] [PubMed]
3. Marte, R.; Oberhollenzer, S. Schadensbeispiele an Bauwerken in weichen Böden-Ursachen und Erfahrungen. In Proceedings of

the Geotechnik Schweiz-Frühjahrstagung, Basel, Switzerland, 12 May 2022.
4. Jones, D.E., Jr.; Holts, W.G. Expansive soils-The hidden disaster. Am. Soc. Civ. Eng. 1973, 43, 49–51.
5. Jones, L.D.; Jefferson, I. ICE Manual of Geotechnical Engineering: Geotechnical Engineering Principles, Problematic Soils and Site

Investigation-Expansive Soils, 1st ed.; ICE Publishing: London, UK, 2012.
6. Jones, C.W. Stabilization of expansive clay with hydrated lime and with Portland cement. Highw. Res. Bull. 1958, 193, 40–47.
7. Thompson, M.R. Soil Stabilization of Pavement Systems—State of the Art; Technical Report: Department of the Army; Construction

Engineering Research Laboratory: Champaign, IL, USA, 1970.
8. Little, D.N. Evaluation of Structural Properties of Lime Stabilized Soils and Aggregates; National Lime Association: Arlington, VA,

USA, 2000.
9. Obuzor, G.; Kinuthia, J.; Robinson, R. Enhancing the durability of flooded low-capacity soils by utilizing lime-activated ground

granulated blastfurnace slag (GGBS). Eng. Geol. 2011, 123, 179–186. [CrossRef]
10. Consoli, N.C.; Marin, E.J.B.; Samaniego, R.A.Q.; Heineck, K.S.; Johann, A.D.R. Use of Sustainable Binders in Soil Stabilization.

J. Mater. Civ. Eng. 2019, 31, 06018023. [CrossRef]
11. Jalal, F.E.; Xu, Y.; Jamhiri, B.; Memon, S.A. On the Recent Trends in Expansive Soil Stabilization Using Calcium-Based Stabilizer

Materials (CSMs): A Comprehensive Review. Adv. Mater. Sci. Eng. 2020, 2020, 1510969. [CrossRef]
12. Huang, J.; Kogbara, R.B.; Hariharan, N.; Masad, E.A.; Little, D.N. A state-of-the-art review of polymers used in soil stabilization.

Constr. Build. Mater. 2021, 305, 124685. [CrossRef]
13. Mutter, G.M.; Al-Madhhachi, A.T.; Rashed, R.R. Influence of soil stabilizing materials on lead polluted soils using Jet Erosion

Tests. Int. J. Integr. Eng. 2017, 9, 28–38.
14. Al-Madhhachi, A.-S.T.; Mutter, G.M.; Hasan, M.B. Predicting Mechanistic Detachment Model due to Lead-Contaminated Soil

Treated with Iraqi Stabilizers. KSCE J. Civ. Eng. 2019, 23, 2898–2907. [CrossRef]
15. McDonald, E.B. Experimental Moisture Barrier and Waterproof Surface; Rep. No. NR 0200; South Dakota Department of Transporta-

tion: Pierre, SD, USA, 1973. [CrossRef]
16. Steinberg, M.L. Deep vertical fabric moisture barriers under swelling soils. Transp. Res. Rec. 1981, 790, 87–94.
17. Afrin, H. A Review on Different Types Soil Stabilization Techniques. Int. J. Transp. Eng. Technol. 2017, 3, 19. [CrossRef]
18. Yin, C.; Zhang, W.; Jiang, X.; Huang, Z. Effects of Initial Water Content on Microstructure and Mechanical Properties of Lean Clay

Soil Stabilized by Compound Calcium-Based Stabilizer. Materials 2018, 11, 1933. [CrossRef]

http://doi.org/10.1061/(ASCE)0899-1561(2002)14:6(447)
http://doi.org/10.1016/j.scitotenv.2021.146300
http://www.ncbi.nlm.nih.gov/pubmed/33721644
http://doi.org/10.1016/j.enggeo.2011.07.009
http://doi.org/10.1061/(ASCE)MT.1943-5533.0002571
http://doi.org/10.1155/2020/1510969
http://doi.org/10.1016/j.conbuildmat.2021.124685
http://doi.org/10.1007/s12205-019-2312-3
http://doi.org/10.1109/TDEI.2020.009023
http://doi.org/10.11648/j.ijtet.20170302.12
http://doi.org/10.3390/ma11101933


Geosciences 2022, 12, 333 15 of 17

19. Islam, T.; Chittoori, B.C.S.; Burbank, M. Evaluating the Applicability of Biostimulated Calcium Carbonate Precipitation to Stabilize
Clayey Soils. J. Mater. Civ. Eng. 2020, 32. [CrossRef]

20. UNEP (United Nations Environment Programme). Greening Cement Production Has a Big Role to Play in Reducing Green-House Gas
Emissions; UNEP: Nairobi, Kenya, 2010.

21. Mittermayr, F.; Rezvani, M.; Baldermann, A.; Hainer, S.; Breitenbücher, P.; Juhart, J.; Graubner, C.-A.; Proske, T. Sulfate resistance
of cement-reduced eco-friendly concretes. Cem. Concr. Compos. 2015, 55, 364–373. [CrossRef]

22. Baldermann, A.; Rezvani, M.; Proske, T.; Grengg, C.; Steindl, F.; Sakoparnig, M.; Baldermann, C.; Galan, I.; Emmerich, F.;
Mittermayr, F. Effect of very high limestone content and quality on the sulfate resistance of blended cements. Constr. Build. Mater.
2018, 188, 1065–1076. [CrossRef]

23. Choobbasti, A.J.; Samakoosh, M.A.; Kutanaei, S.S. Mechanical properties soil stabilized with nano calcium carbonate and
reinforced with carpet waste fibers. Constr. Build. Mater. 2019, 211, 1094–1104. [CrossRef]

24. Kalkan, E. A Review on the Microbial Induced Carbonate Precipitation (MICP) for Soil Stabilization. Int. J. Earth Sci. Knowl. Appl.
2020, 2, 38–47.

25. Alotaibi, E.; Arab, M.G.; Abdallah, M.; Nassif, N.; Omar, M. Life cycle assessment of biocemented sands using enzyme in-duced
carbonate precipitation (EICP) for soil stabilization applications. Sci. Rep. 2022, 12, 6032. [CrossRef]

26. DeJong, J.T.; Gomez, M.G.; San Pablo, A.C.M.; Graddy, C.M.R.; Nelson, D.C.; Lee, M.; Ziotopoulou, K.; El Kortbawi, M.; Montoya,
B.; Kwon, T.-H. State of the Art: MICP soil improvement and its application to liquefaction hazard mitigation. In Proceedings of
the 20th International Conference on Soil Mechanics and Geotechnical Engineering, Sydney, Australia, 1–5 May 2022.

27. DeJong, J.T.; Fritzges, M.B.; Nüsslein, K. Microbially Induced Cementation to Control Sand Response to Undrained Shear.
J. Geotech. Geoenvironmental Eng. 2006, 132, 1381–1392. [CrossRef]

28. Whiffin, V.S.; van Paassen, L.; Harkes, M.P. Microbial Carbonate Precipitation as a Soil Improvement Technique. Geomicrobiol. J.
2007, 24, 417–423. [CrossRef]

29. Van Paassen, L.A. Biogrout, Ground Improvement by Microbially Induced Carbonate Precipitation; Technical Report; Delft University of
Technology: Delft, The Netherlands.

30. Burbank, M.B.; Weaver, T.J.; Green, T.L.; Williams, B.C.; Crawford, R.L. Precipitation of Calcite by Indigenous Microorganisms to
Strengthen Liquefiable Soils. Geomicrobiol. J. 2011, 28, 301–312. [CrossRef]

31. Martinez, B.C.; DeJong, J.T.; Ginn, T.R.; Montoya, B.M.; Barkouki, T.H.; Hunt, C.; Tanyu, B.; Major, D. Experimental Optimization
of Microbial-Induced Carbonate Precipitation for Soil Improvement. J. Geotech. Geoenviron. Eng. 2013, 139, 587–598. [CrossRef]

32. Qabany, A.; Soga, K. Effect of chemical treatment used in MICP on engineering properties of cemented soils. Géotechnique 2013,
63, 331–339. [CrossRef]

33. Proto, C.J.; DeJong, J.T.; Nelson, D.C. Biomediated Permeability Reduction of Saturated Sands. J. Geotech. Geoenviron. Eng. 2016,
142, 04016073. [CrossRef]

34. Wang, Y.; Soga, K.; DeJong, J.T.; Kabla, A. Microscale Visualization of Microbial-Induced Calcium Carbonate Precipitation
Processes. J. Geotech. Geoenviron. Eng. 2019, 145, 04019045. [CrossRef]

35. Terzis, D.; Laloui, L. Cell-free soil bio-cementation with strength, dilatancy and fabric characterization. Acta Geotech. 2019, 14,
639–656. [CrossRef]

36. Lee, M.; Gomez, M.G.; El Kortbawi, M.; Ziotopoulou, K. Effect of Light Biocementation on the Liquefaction Triggering and
Post-Triggering Behavior of Loose Sands. J. Geotech. Geoenviron. Eng. 2022, 148, 04021170. [CrossRef]

37. Martinez, A.; Dejong, J.; Akin, I.; Aleali, A.; Arson, C.; Atkinson, J.; Bandini, P.; Baser, T.; Borela, R.; Boulanger, R.; et al.
Bio-inspired geotechnical engineering: Principles, current work, opportunities and challenges. Géotechnique 2022, 72, 687–705.
[CrossRef]

38. Oberhollenzer, S.; Hauser, L.; Brand, F.; Marte, R.; Schweiger, H.F.; Tschuchnigg, F. Charakterisierung strukturierter Still-
wassersedimente: Von Insitu & Labor zu Numerik. In Proceedings of the 36. Christian Veder Kolloquium, Graz, Austria,
28–29 June 2022.

39. Sangrey, D.A. On the Causes of NaturaI Cementation in Sensitive Soils. Can. Geotech. J. 1971, 9, 117–119. [CrossRef]
40. Sangrey, D.A. Naturally cemented sensitive soils. Geotechnique 1972, 22, 139–152. [CrossRef]
41. Boch, R.; Dietzel, M.; Reichl, P.; Leis, A.; Baldermann, A.; Mittermayr, F.; Pölt, P. Rapid ikaite (CaCO3·6H2O) crystallization in a

man-made river bed: Hydrogeochemical monitoring of a rarely documented mineral formation. Appl. Geochem. 2015, 63, 366–379.
[CrossRef]

42. Richoz, S.; Baldermann, A.; Frauwallner, A.; Harzhauser, M.; Daxner-Höck, G.; Klammer, D.; Piller, W.E. Geochemistry and
mineralogy of the Oligo-Miocene sediments of the Valley of Lakes, Mongolia. Palaeobiodivers. Palaeoenviron. 2017, 97, 233–258.
[CrossRef] [PubMed]

43. Baldermann, A.; Mittermayr, F.; Bernasconi, S.M.; Dietzel, M.; Grengg, C.; Hippler, D.; Kluge, T.; Leis, A.; Lin, K.; Wang, X.; et al.
Fracture dolomite as an archive of continental palaeo-environmental conditions. Commun. Earth Environ. 2020, 1, 35. [CrossRef]

44. Hashim, Z.E.; Al-Madhhachi, A.-S.T.; Alzubaidi, L.A. Behavior of soil erodibility parameters due to biological soil crusts using jet
erosion tests. Ecol. Eng. 2020, 153, 105903. [CrossRef]

45. Abbood, A.A.; Al-Madhhachi, A.-S.T. Quantifying Mechanistic Detachment Parameters Due to Humic Acids in Biological Soil
Crusts. Land 2021, 10, 1180. [CrossRef]

46. Mitchell, J.K. Fundamentals of Soil Behavior, 3rd ed.; Wiley: New York, NY, USA, 1976.

http://doi.org/10.1061/(ASCE)MT.1943-5533.0003036
http://doi.org/10.1016/j.cemconcomp.2014.09.020
http://doi.org/10.1016/j.conbuildmat.2018.08.169
http://doi.org/10.1016/j.conbuildmat.2019.03.306
http://doi.org/10.1038/s41598-022-09723-7
http://doi.org/10.1061/(ASCE)1090-0241(2006)132:11(1381)
http://doi.org/10.1080/01490450701436505
http://doi.org/10.1080/01490451.2010.499929
http://doi.org/10.1061/(ASCE)GT.1943-5606.0000787
http://doi.org/10.1680/geot.SIP13.P.022
http://doi.org/10.1061/(ASCE)GT.1943-5606.0001558
http://doi.org/10.1061/(ASCE)GT.1943-5606.0002079
http://doi.org/10.1007/s11440-019-00764-3
http://doi.org/10.1061/(ASCE)GT.1943-5606.0002707
http://doi.org/10.1680/jgeot.20.P.170
http://doi.org/10.1139/t72-010
http://doi.org/10.1680/geot.1972.22.1.139
http://doi.org/10.1016/j.apgeochem.2015.10.003
http://doi.org/10.1007/s12549-016-0268-6
http://www.ncbi.nlm.nih.gov/pubmed/28450967
http://doi.org/10.1038/s43247-020-00040-3
http://doi.org/10.1016/j.ecoleng.2020.105903
http://doi.org/10.3390/land10111180


Geosciences 2022, 12, 333 16 of 17

47. Burland, J.B. On the compressibility and shear strength of natural clays. Géotechnique 1990, 40, 329–378. [CrossRef]
48. Leroueil, S.; Hight, D.W. Behaviour and properties of natural soils and soft rocks. Charact. Eng. Prop. Nat. Soils 2003, 1, 29–254.
49. ISO 14688–1; Geotechnical Investigation and Testing—Identification and Classification of Soil—Part 1: Identification and

Description. International Organization for Standardization: Geneva, Switzerland, 2017.
50. ASTM D2487–11; Practice for Classification of Soils for Engineering Purposes (Unified Soil Classification System). ASTM

International: West Conshohocken, PA, USA, 2011.
51. ISO 17892–5; Geotechnical Investigation and Testing—Laboratory Testing of Soil—Part 5: Incremental Loading Oedometer Test.

International Organization for Standardization: Geneva, Switzerland, 2017.
52. Wang, Y.; Benahmed, N.; Cui, Y.-J.; Tang, A.M. A novel method for determining the small-strain shear modulus of soil using the

bender elements technique. Can. Geotech. J. 2017, 54, 280–289. [CrossRef]
53. Lee, J.-S.; Santamarina, J.C. Bender Elements: Performance and Signal Interpretation. J. Geotech. Geoenvironmental Eng. 2005, 131,

1063–1070. [CrossRef]
54. Alvarado, G.; Coop, M. On the performance of bender elements in triaxial tests. Géotechnique 2012, 62, 1–17. [CrossRef]
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