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Abstract: Although the intercalation of sericite with cationic surfactants has been exten-
sively studied, successful intercalation using anionic surfactants has yet to be achieved.
This article aims to partially or fully intercalate sericite with an anionic surfactant, and
to develop the corresponding sericite/polymer nanocomposite. To achieve this goal, we
modified raw sericite by thermal modification, acid activation, and sodium modification.
The modified sericite was then co-intercalated by cationic surfactant hexadecyl trimethyl
ammonium bromide (CTAB) and anionic surfactant sodium dodecyl sulfate (SDS). The
intercalated sericite was characterized by XRD, FTIR, SEM, DTA-TG, and a contact angle
tester. The optimized sample had a layer-to-layer distance of 6.56 nm and an intercalation
rate of 95.7%. Compared with raw sericite, the new organo-sericite showed increased
hydrophobicity. A proposed mechanism for the intercalation by these surfactants was also
discussed. Finally, sericite/epoxy composite was prepared by using the new organo-sericite
as the raw material, demonstrating significantly improved mechanical properties compared
to pure epoxy resin (72% improved for bending strength and 62% improved for tensile
strength, compared with pure epoxy resin). The new organo-sericite is a promising filler in
epoxy resin to enhance thermal stability and mechanical performance of the composite.

Keywords: sericite; cationic-anionic; intercalation; mechanism; mechanical properties

1. Introduction

Sericite is a natural 2:1 type phyllosilicate [1] characterized by the relatively high nega-
tive charge of its aluminosilicate layers as a result of tetrahedral substitutions of AI>* for
Si** [2,3]. This negative charge is balanced by K*, which occupies the 12-coordinated
interlayer space. Compared with other phyllosilicates, such as montmorillonite and
vermiculite, sericite is seldom researched, because it is neither water-swellable nor ion-
exchangeable [4]. This makes preparing sericite-based nanocomposite difficult. Compared
with other phyllosilicates, however, sericite exhibits unique properties, such as a high aspect
ratio [5], unique properties of shielding, and absorbing ultraviolet radiation [6], making
it quite promising in new and growing applications among pigments [7], biomimetic ma-
terial [8,9], sensors [10,11], and photoelectrodes [12,13], just to name a few. Among them,
a sericite/polymer nanocomposite attracted much attention. Sericite/epoxy nanocom-
posites were first made in 2008 by a conventional thermoset process [14]. Following that,
sericite/polymer nanocomposites with various polymer matrices, such as epoxy resin [15],
polyamide [16], polylactic acid (PLA) [17], acrylonitrile-butadiene-styrene (ABS) [18],
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polyimide [19], and polystyrene [16-20] were created. However, compared with other
phyllosilicates, sericite/epoxy nanocomposites were seldom researched, which was mainly
due to the non-ion-exchangeable properties of sericite.

In order to prepare sericite/polymer nanocomposite, sericite needed to be modified
first to change its surface properties from pristine hydrophilic to relative hydrophobic,
ensuring its further compatibility with polymer matrices, which are typically hydrophobic.
Therefore, much work has been conducted on the intercalation of sericite to facilitate
its further usage in the relevant nanocomposites. Most of the related literature usually
modified sericite first, in order to reduce the negative charge between the interlayers,
improve cation exchange capacity, and allow cation exchanges, mainly by replacing pristine
K* in the interlayer with other cations of small molecular size, such as Na* [2,21] and
Li* [22-24]. Then the modified sericite was intercalated by cationic surfactants to expand
its interlayer and render it compatible with hydrophobic polymers. The widespread use
of cationic surfactants can be attributed to their structure, which combines cations and
alkyl chains as a whole. The cations facilitate exchange with the cations in the interlayer
of sericite, while the alkyl chains effectively enlarge the interlayer space of sericite. Until
now, the most chosen cationic surfactants were cetyltrimethylammonium bromide [2],
octadecyltrimethylammonium bromide, dioctadecyldimethylammonium bromide [25], and
hexadecyltrimethylammonium bromide [24]. Some of the cationic surfactants decompose
around 180 °C, making them unsuitable for high-temperature processes [26]. Compared to
most cationic surfactants, anionic surfactants offer more advantages, such as lower cost and
better thermal properties, making them a favorable option for intercalating sericite [27,28].
Based on current information, no one has ever intercalated sericite with anionic surfactants
or nonionic surfactants.

The intercalation of sericite with anionic surfactants remains a challenge. The objec-
tives of this article were to fully or partially intercalate sericite with an anionic surfactant to
create a new type of organo-sericite. The prepared organo-sericite was then used to pre-
pare a sericite/epoxy nanocomposite. It was anticipated that the prepared sericite/epoxy
nanocomposite would have better mechanical properties than pure epoxy resin. The
new organo-sericite is expected to be used as a filler in polymer composites to improve
mechanical properties, as well as in other applications such as oil well drilling and paints.

2. Materials and Methods
2.1. Materials

The characterization of sericite raw materials (Sp) purchased from Anhui Province,
China, was reported previously [4]. The purity of the raw sericite is 93.2%, with 6.8%
of quartz included. The main compositions are SiO; (45.71%), Al,O3 (28.32%), Fe;Os
(3.04%), K70 (8.09%), and MgO (2.12%). The loss on ignition (LOI) is 4.47%. The chemi-
cal formula of Sy is (Ko 79Nag.11Cag.01)(Al1.64Tio.02Fe0.18Mgo.24)(Alp 925i3.08)O10(OH)2. Af-
ter structural modification by using methods and data stated in a previously published
article [4]—namely thermal activation (at 800 °C for 1 h in air), acid treatment (95 °C, 4 h
in 5 M nitric acid), and Na-exchange treatment (95 °C, 3 h in saturated sodium chloride
solution)—it was used as a raw material in this study. After modification, the cation
exchange capacity (CEC) was improved from 7.42 mmol/100 g (Sp) to 56 mmol/100 g
(S3, the sericite after three-step modification). The intercalation of sericite with hexadecyl
trimethyl ammonium bromide (CTAB) followed the procedure mentioned in a previously
published article [2]. The process involved adding S3 into the suspension of DMSO and
DI water (volume ratio 92:8) with CTAB 15 times the CEC of sericite, dissolved at 80 °C
for 12 h. This was followed by washing with DI water 5 times, centrifugating at 4500 rpm
for 4 min, and drying at 50 °C for 12 h. All other reagents (such as nitric acid, sodium
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chloride, cetyltrimethylammonium bromide (CTAB), dimethyl sulfoxide (DMSO), and
sodium dodecyl sulfate (SDS)) used were of chemical grade and purchased from Shenyang
Sinopharm Reagent Co., Ltd. (Shenyang, China) without further purification.

2.2. The Intercalation Process of Sericite by Anionic—Cationic Surfactants CTAB and SDS

S; was added to the suspension of DMSO and DI water (the volume ratio between
dimethyl sulfoxide (DMSO) and DI water was 92:8) and stirred for 30 min. CTAB was
added to the suspension in an amount 15 times the CEC of the modified sericite at 80 °C
and stirred for 4 h. Following this, varying amounts of SDS (4 times, 10 times, 16 times,
and 32 times the CEC of S3) were added to the above suspension. The mixture was stirred
at various temperatures (60 °C, 70 °C, 80 °C, and 90 °C) and times (0.1 h, 1 h, 2 h, and 4 h).
After washing with DI water 5 times, centrifugation at 4500 rpm for 4 min, and drying
at 50 °C for 12 h, the CTAB-SDS co-intercalated sericite was obtained. The solely SDS
intercalated sericite was prepared following the above procedure without the use of CTAB.

2.3. The Preparation Process of Sericite/Epoxy Composites

Various amounts of intercalated sericite were added to 20 mL acetone and stirred for
30 min to create a suspension. The suspension was then added into 100 g preheated E51
epoxy resin (preheated at 80 °C) and stirred for 2 h. Then the preheated curing agent 4,4’-
diaminodiphenylmethane (DDM) (preheated at 80 °C) was added and stirred for 30 min.
The molar ratio between the epoxy group and the amino group was 1:1. After curation at
80 °C for 2 h and 150 °C for 2 h, the final sericite/epoxy nanocomposites were obtained.
The mass fractions of sericite to the total amount of epoxy resin and DDM were 0.1%,
0.5%, 1%, 1.5%, and 2%, respectively. To clarify the entire process, a flowchart (Scheme 1)
is provided to illustrate the modification and intercalation of the sericite, as well as the
subsequent preparation of sericite/epoxy composites.

e ——— Si > S
thermal acid
activation _ modification l cation exchange with
e Nat
S
CTAB. SDS
reaction reaction amount of feeding mixing
time temperature SDS added sequence method

S;-CTAB-SDS with optimal parameter

addition amount

sericite/epoxy resin nanocomposites

Scheme 1. Flowchart of the modification, intercalation, and subsequent preparation of sericite/epoxy
composites.

2.4. Characterization Methods

X-ray diffraction (XRD) patterns of the samples were obtained from an Ultima IV X-ray
diffractometer (PANalytical B.V., Eindhoven, The Netherlands) with 20 range between
1° and 10° at 40 kV and 100 mA. The step size was 0.02° and the scanning speed was
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0.5° (20)/min. Fourier transform infrared (FTIR) spectra were obtained using a Nicolet
i510 spectrometer (Thermo Fisher Scientific, Waltham, MA, USA) with a measuring range
of 4000-450 cm ™! using a KBr pellet. The resolution was 4 cm ™! and the number of spectra
acquired for the samples was 16. Scanning electron microscope (SEM) images were obtained
by using a Hitachi 5-4800 scanning electron microscope (Hitachi High-Technologies Corp.,
Tokyo, Japan). The accelerating voltage was set at 5 kV. SEM samples were prepared by
using a toothpick to pick up a small amount of powder and pressing it onto the conductive
tape, which had been previously attached to the sample holder. The powders were then
pressed further to ensure firm contact with the tape. A Shimadzu DTG-60 simultaneous
DTA-TG apparatus (TA instrument, Inc., New Castle, DE, USA) was used for thermal
analysis of the samples with the temperature ranging from room temperature to 1000 °C
at a heating rate of 10°/min. The samples were tested in a nitrogen atmosphere with Ny
flow at the speed of 25 mL/min. The contact angles of the samples were measured by a
Rame-Hart 200-F1 goniometer (Rame-hurt, Succasunna, NJ, USA) apparatus by adding
water droplets on the surfaces of the pressed flat sheet of sericite to test the wettability. To
estimate the mechanical properties of sericite/epoxy resin composites, tensile tests and
bending tests were conducted with an electronic universal testing machine (WDW-300,
Shimadzu, Kyoto, Japan) according to the GB/T 2567-2021 [29]. The samples for the test
of bending strength were made in a rectangular shape and in a dumbbell shape, with
the detailed information presented in Figure 1. To minimize the experimental errors, five
samples were tested to obtain one average value.

@) 7J [ s 502 mm (b)

T
[} 1 +
| ‘10 +0.2 mm . . 20 +0.5 mm t 70 mm
[ 1
: 50 mm ! 80 mm
1
| _ 60 mm | 1
' ! ” 4402 mm
! 115 mm !
1< >
200~220 mm ]

The thickness tolerance of each group of samples is: 0.2 mm

Figure 1. The shape of the sericite—epoxy resin composite for the test of (a) tensile strength and
(b) bending strength.

3. Results and Discussion

3.1. The Effects of Co-Intercalation Conditions
3.1.1. The Effects of Co-Intercalation Temperature

As shown in Figure 2, anionic surfactant SDS could not be intercalated into the sericite
interlayer space alone. This corresponded well with the previous reports [30]. Sericite can
be intercalated, however, by cationic surfactant CTAB and anionic surfactant SDS, with the
layer-to-layer distance increased to 6.56 nm. The relative parameters on the intercalation
of sericite by cationic-anionic surfactants were explored systematically. As shown in
Figure 3a, the largest increase in the dgg; value (6.56 nm) occurred at 80 °C, with a relatively
high intercalation rate of 95.7% (Figure 3b). As a consequence, 80 °C was selected as the
optimal intercalation temperature, as the resulting intercalated sericite exhibited the largest
interlayer spacing and a relatively high intercalation rate.
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Figure 2. XRD patterns of the modified sericite (S3), CTAB-intercalated sericite (S3-CTAB), SDS inter-
calated sericite (S3-SDS), and CTAB-SDS co-intercalated sericite. (Reaction conditions: temperature:

80 °C, co-intercalation time: 4 h, SDS dosage: 16 times CEC.)
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Figure 3. XRD patterns (a) and intercalation rate (b) of S3 with various temperatures. (Other reaction
conditions are as follows: co-intercalation time: 4 h, SDS dosage: 16 times CEC).

3.1.2. The Effects of Co-Intercalation Time

Figure 4a showed that the interlayer space of sericite increased with intercalation time.
At 0.1 h, the layer-to-layer distance of sericite was only 3.74 nm. After 2 h, however, it

expanded significantly to 6.66 nm. This indicated that the intercalation is a gradual process;
with shorter intercalation time, SDS barely penetrated the sericite layers. Over time, SDS
gradually entered the interlayer, further expanding the spacing. The intercalation rate
improved with reaction time, reaching 95.7% at 4 h (Figure 4b). As a consequence, 4 h was

chosen as the optimal reaction time.
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Figure 4. XRD patterns (a) and intercalation rate (b) of S3 with various times. (Other reaction
conditions are as follows: co-intercalation temperature: 80 °C, SDS dosage: 16 times CEC).

3.1.3. The Effects of Co-Intercalation Agent Dosage

Four SDS dosages were selected to study their effects on the intercalation of sericite: 4,
10, 16, and 32 times the CEC of sericite. At 16 times the CEC, the layer-to-layer distance of
sericite reached 6.56 nm, which was the highest among these samples (Figure 5a). Similarly,
the intercalation rate peaked at 95.7% at this dosage (Figure 5b). As a consequence, 16 times
CEC was chosen as the optimal SDS dosage for intercalation.
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Figure 5. XRD patterns (a) and intercalation rate (b) of S3 with various co-intercalation agent dosage.
(Other reaction conditions are as follows: co-intercalation temperature: 80 °C; co-intercalation time: 4 h).

3.1.4. The Effects of Various Feeding Sequences and Mixing Methods

In addition to the above-mentioned parameters, the effects of various feeding se-
quences were also researched. Figure 6a shows that sequential feeding (adding CTAB to the
suspension first, followed by SDS) produced significantly better results than simultaneous
feeding (adding CTAB and SDS at the same time). The layer-to-layer distance achieved by
sequential feeding was 6.56 nm, much larger than the 4.03 nm obtained from simultaneous
feeding. The corresponding intercalation rate for sequential feeding (95.7%) also exceeded
that of simultaneous feeding (70.9%) (Figure 6b). This can be explained by the fact that in
sequential feeding, CTAB first enlarged the interlayer space, facilitating the subsequent
intercalation of SDS. In contrast, simultaneous feeding resulted in weaker ion-pair interac-
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tions between CTAB* and SDS™, leading to lower interlayer space and intercalation rates.
As a consequence, sequential feeding was selected as the optimal feeding sequence.
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Figure 6. XRD patterns (a) and intercalation rate (b) of S3 with various feeding sequences. (S3-
(CTAB+SDS) (8 h) means putting CTAB and SDS at the same time into the suspension and the
intercalation time lasts for 8 h; S3-CTAB(4h)-SDS(4 h) means putting CTAB into the suspension first
for 4 h and then putting SDS into the suspension for 4 h). XRD patterns (c) and intercalation rate
(d) of S3 with various mixing methods.

Ultrasonic vibration is known for improving the dispersion and exfoliation of ma-
terials [8], while stirring is more commonly used in the lab. To compare their effects,
both methods were tested. Results showed stirring alone was more effective for sericite
intercalation than the combination of stirring and ultrasonic vibration, both in terms of
layer-to-layer distance (6.56 nm vs. 6.41 nm, Figure 6¢) and intercalation rate (95.7% vs.
93.9%, Figure 6d). Because ultrasonic vibration had minimal impact in this experiment,
stirring was chosen as the sole method for optimal results.

3.2. Characterization of the Obtained Anionic—Cationic Surfactants Co-Intercalated Sericite

FTIR was further performed to prove the successful intercalation of anionic—cationic
surfactants into sericite (Figure 7). In raw sericite (Sp), the bands around 1080 cm~ ! and
1033 cm~! corresponded to the stretching vibrations of Si-O and Si-O-Si bonds [31]. The
bands at 3592 cm ! and 3442 cm ™! were attributed to the stretching vibrations of the Si(Al)-
OH bond and the interlayer water molecules [32], respectively, while bands below 700 cm ™!
corresponded to the bending vibrations of Si-oxygen-metal bond (such as Si-O-Al, Si-O-Mg,
and Si-O-Fe). After CTAB intercalation, peaks at 2924 cm ! and 2853 cm ™! can be assigned
to the stretching bonds of CH, in CTA* [33], while the peak at 1401 cm ™! was attributed to
the bending vibration of the N—H bond in CTA* [34]. All of these proved the successful
intercalation of CTA™ into the sericite interlayer. After the CTAB-SDS co-intercalation, a

new peak at 1222 cm ! emerged, which could be attributed to the vibration of the S=O
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bond in the SO32~ group, while the peak at 1060 cm ™! was related to S-O stretching [35,36].
This confirmed the successful co-intercalation of CTAB and SDS into the interlayer space
of sericite.

Transmittance/%

3500 3000 2500 2000 1500 1000 500
Wavenumbers (cm™)

Figure 7. FTIR spectra of (a) sericite, (b) CTAB-SDS co-intercalated sericite, and (c) CTAB-intercalated
sericite.

Experimental measurements of contact angle (Figure 8a—c) revealed the sericite was
originally hydrophilic before intercalation (18.04°). After CTAB intercalation, the contact
angle increased to 57.02°, due to the incorporation of hydrophobic alkyl chain CTA* into
the interlayer. For CTAB-SDS co-intercalated sericite, the contact angle decreased to 49.65°,
likely due to the introduction of SDS, which was more hydrophilic than CTAB. The less
hydrophilic nature of the intercalated sericite suggested good adhesion with the polymer
matrix. The total mass loss of sericite reached 9.2% (Figure 8d). DTA curves in Figure 8e
showed an endothermic valley at 82 °C, which corresponded to the dehydration of water
molecules absorbed in the interlayers, while the exothermic peak at 854 °C might have
been caused by the structural failure due to the high temperature. In comparison, CTAB-
intercalated sericite exhibited a distinct endothermic valley at 240 °C and an exothermic
peak at 332 °C, consistent with results from the Zhang group [37]. The main endothermic
valley of CTAB-SDS co-intercalated sericite appeared at 326.5 °C, which was significantly
higher than that of CTAB-intercalated sericite. This can be verified by the corresponding
TG tests, where CTAB-SDS co-intercalated sericite started to decompose at approximately
240 °C, while CTAB-intercalated sericite started to decompose at around 185 °C. This indi-
cated that CTAB-SDS co-intercalated sericite had greater thermal stability. The mass loss of
CTAB-SDS co-intercalated sericite was 56.9%, higher than that of CTAB-intercalated sericite
(13.7%), further confirming successful co-intercalation by cationic-anionic surfactants.

The morphologies of the samples were also analyzed. The raw sericite exhibited
smooth surfaces with sharp edges, indicating well-developed crystals, with an average size
of 10-15 pm (Figure 8f). After CTAB intercalation, the interlayer space increased, confirming
successful intercalation (Figure 8g). The surface of the sericite became less smooth, likely
due to the modification process. In CTAB-SDS co-intercalated sericite, the interlayer space
was also increased, with some layers partially exfoliated, providing additional evidence of
successful intercalation of the anionic—cationic surfactants (Figure 8h).
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Figure 8. Contact angle tests of (a) sericite, (b) CTAB-intercalated sericite, and (c) CTAB-SDS
co-intercalated sericite; (d) TG and (e) DTA curves of the samples; SEM images of (f) sericite,
(g) CTAB-intercalated sericite, and (h) CTAB-SDS co-intercalated sericite.

3.3. Mechanism for Cationic—Anionic Surfactants Intercalated Sericite

The XRD pattern above clearly showed that anionic surfactant SDS could not be
directly intercalated into sericite, meaning dodecanesulfonate ions (SDS™) could not enter
the sericite layers on their own. However, the successful co-intercalation of the cationic—
anionic surfactant pair, CTAB-SDS, was achieved. In this process, CTAB was first dissolved
into the suspension, generating CTA* and Br~. The generated CTA" intercalated into
sericite by ion exchange with Na* [2], expanding the interlayer space and making the
sericite hydrophobic, which facilitates subsequent SDS™ intercalation. When SDS was
added, CTA*-SDS™ ion pairs could be formed, and entered the interlayer of sericite to
further expand layer spacing. This mechanism is illustrated in Figure 9.

CTA" - SDS~jon-pairs

o
- w @

Sy S,

i

= \'ﬁ% Br .
CTAB Ny )

Cra*

\

9 K+ 9 : Na* TALQ — S0

Figure 9. Intercalation mechanism of cationic-anionic surfactants into the interlayer of sericite.
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3.4. Mechanical Properties of Sericite/Epoxy Resin Composites

A series of sericite/epoxy resin composites were fabricated with varying amounts
of sericite, and the disappearance of all sericite-related peaks in the corresponding XRD
patterns (Figure 10a) revealed the exfoliation of sericite in all composites, regardless of the
sericite content (0.1% to 2%). This represented an improvement over previously reported re-
sults [15]. The distance between the lamellae of sericite in the TEM images exceeded 50 nm,
indicating successful exfoliation (Figure 10b). In addition, exfoliated sericite nanosheets
were observed, further confirming the exfoliation of sericite in the sericite/epoxy nanocom-
posite (Figure 10c).

@) (b) (©)
\_ .
z 1.5%
é 0.5%
0.1%
P T

2 theta (degree)

Figure 10. (a) XRD patterns of the sericite/epoxy resin with various amounts of anionic—cationic
surfactants co-intercalated in sericite; (b,c) TEM images of sericite/epoxy nanocomposite with 0.5%
sericite added.

Mechanical testing of the sericite/epoxy resin composites revealed that both bending
strength and tensile strength were the best when 0.5% sericite was added (Figure 11a,b).
Compared with pure epoxy resin, the bending and tensile strengths of sericite/epoxy
resin composite with 0.5% sericite added increased by 72% and 62%, respectively, aligning
well with previous findings [38,39]. Both the bending strength and tensile strength of
the composites decreased as the sericite content exceeded 0.5%; however, they remained
significantly higher than those of pure epoxy resin. This enhancement was attributed
to the numerous interfaces formed between organo-sericite and the epoxy resin, which
reduced shear zone formation and subsequent cracking, thereby improving tensile strength.
In addition, both the bending strength and tensile strength of the sericite/epoxy resin
composites with different sericites (one is cationic CTAB-sericite, the other is cationic—-
anionic CTAB-SDS-sericite) added were compared (Figure 12a,b). It can be seen that both
the tensile strength and bending strength of CTAB-SDS-sericite are higher than those of
CTAB-sericite, although the improvements are relatively modest. This can be attributed to
the better compatibility of SDS with epoxy resin compared to CTAB.
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60 I 5306 4961 49.57 140 131.86 12?2 12623 12536
—_ I
= o~ L
£ 50l £120 103.82
= 40.81 =
< =100
a 40  36.39 5 77.68
g g 80
£ 30 %
220} =]
K g 40
10} 20
0 0
0 0.1 0.5 1 15 2 0 0.1 0.5 1 15 2
Added amount (%) Added amount (%)

Figure 11. Mechanical properties ((a) tensile strength and (b) bending strength) of sericite/epoxy

resin composite with various added amounts of sericite.
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Figure 12. Comparison of the mechanical properties ((a) tensile strength and (b) bending strength) of
sericite/epoxy resin composite with different sericites added (cationic CTAB-sericite and cationic—
anionic CTAB-SDS-sericite). For each type of intercalated sericite, the addition amount was fixed
at 0.5%.

4. Conclusions

This study demonstrated that sericite could not be directly intercalated with anionic
surfactants into the interlayer space, while successful intercalation occurred with cationic—
anionic CTAB-SDS surfactants. The relative parameters, such as intercalation time, interca-
lation temperature, and intercalation agent dosage were optimized. After co-intercalation,
the layer-to-layer distance was increased to 6.56 nm, with the intercalation rate reaching
95.74%. The co-intercalated sericite exhibited greater hydrophobicity than raw sericite
and improved thermal stability compared to CTAB-intercalated sericite. The intercalated
sericite was subsequently incorporated into epoxy resin to form sericite/epoxy composites,
which exhibited superior mechanical properties, with significant improvements in tensile
and bending strengths compared to both pure epoxy resin and CTAB-intercalated sericite.
These results provide valuable insights for the development of novel organo-sericite mate-
rials with enhanced mechanical properties and thermal stability, suitable for applications
in polymer composites, oil well drilling, and paints.

Author Contributions: Writing—original draft preparation, Y.L. and Y.X.; funding acquisition, Y.L.;
methodology, L.Y.; investigation, Y.X. and Y.J.; supervision, Y.L. and H.D. All authors have read and
agreed to the published version of the manuscript.

Funding: This work was funded by Youth Project of Liaoning Provincial Department of Education
(No. JYTQN2023374).

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 authors.

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

References

1. Jia, EF; Su,].; Song, S.X. Can Natural Muscovite be Expanded? Colloids Surf. A Physicochem. Eng. Asp. 2015, 471, 19-25. [CrossRef]

2. Liang, Y;; Ding, H.; Wang, Y.; Liang, N.; Wang, G. Intercalation of cetyl trimethylammonium ion into sericite in the solvent of
dimethyl sulfoxide. Appl. Clay Sci. 2013, 74, 109-114. [CrossRef]

3.  Wang, H; Sun, Y,; Chu, J.; Wang, X.; Zhang, M. Crystalline structure variation within phlogopite, muscovite and talc under
0-1000 kGy v ray irradiation: A clear dependence on intrinsic characteristic. Appl. Clay Sci. 2020, 187, 105475. [CrossRef]

4. Liang, Y.; Ding, H.; Sun, S.; Chen, Y. Microstructural Modification and Characterization of Sericite. Materials 2017, 10, 1182.
[CrossRef] [PubMed]


https://doi.org/10.1016/j.colsurfa.2015.02.009
https://doi.org/10.1016/j.clay.2013.01.009
https://doi.org/10.1016/j.clay.2020.105475
https://doi.org/10.3390/ma10101182
https://www.ncbi.nlm.nih.gov/pubmed/29035313

Materials 2025, 18, 2486 12 of 13

10.

11.

12.

13.

14.

15.

16.

17.

18.

19.

20.

21.

22.

23.

24.

25.

26.

27.

28.

29.

30.

Liang, Y.; Sun, J.; Chen, H.; Wang, X.; Bai, X.; Zhang, H.; Ding, H.; Xue, C. Preparation of TiO, /sericite composite by mechano-
chemical method and calcination with favorable pigment properties and photocatalytic properties. Inorg. Chem. Commun. 2024,
170, 113353. [CrossRef]

Liang, Y.; Li, W,; Bei, B; Li, C.; He, Z.; Wang, X.; Zhou, R,; Ding, H.; Li, S. Composites of TiO, pillared sericite: Synthesis,
characterization and photocatalytic degradation of methyl orange. Appl. Clay Sci. 2023, 242, 107044. [CrossRef]

Xiao, J.Y;; Pan, Z.D.; Zhang, T.; Lu, Y.J.; Wang, Y.M. Preparation of high near-infrared reflectance mica/(Ni, Sb)-co-doped rutile
yellow composite pigment via mechanochemical pretreatment and sintering. Ceram. Int. 2023, 49, 6015-6029. [CrossRef]

Pan, X.F; Gao, HLL,; Lu, Y,; Wu, C.Y,; Wu, Y.D.; Wang, X.Y.; Pan, Z.Q.; Dong, L.; Song, Y.H.; Cong, H.P; et al. Transforming ground
mica into high-performance biomimetic polymeric mica film. Nat. Commun. 2018, 9, 2974. [CrossRef]

Wang, H.; Ding, ]. H.; Chu, Q.C.; Zhao, H.R.; Zhu, ]J.; Wang, ].G. Strong and tough bio-based biomimetic-multiphase composite
polyesters with superior barrier and chemically closed-loop performances. Green Chem. 2025, 27, 743-755. [CrossRef]

Li, Y;; Zhou, P; Qi, Y.; Zhang, T. All-inorganic flexible high-temperature strain sensor based on SrRuO3 /muscovite heteroepitaxy.
J. Am. Ceram. Soc. 2021, 105, 2038-2045. [CrossRef]

Xie, B.; Liu, Y.N,; Lei, Y.S,; Qian, H.Y,; Li, Y.Z,; Yan, WJ.; Zhou, C.J.; Wen, H.M.; Xia, S.J.; Mao, P; et al. Innovative Thermocatalytic
H, Sensor with Double-Sided Pd Nanocluster Films on an Ultrathin Mica Substrate. ACS Sens. 2024, 9, 2529-2539. [CrossRef]
[PubMed]

Wang, Y.-].; Chen, J.-W,; Lai, Y.-H.; Shao, P-W,; Bitla, Y.; Chen, Y.-C.; Chu, Y.-H. Flexible magnetoelectric complex oxide
heterostructures on muscovite for proximity sensor. npj Flex. Electron. 2023, 7, 10. [CrossRef]

Shao, PW.,; Siao, Y.S.; Lai, Y.H., Hsieh, PY.; Tsao, C.W.; Lu, YJ, Chen, Y.C.; Hsu, YJ., Chu, Y.H. Flexible
BiVO4/WOj3/ITO/muscovite heterostructure for visible-light photoelectrochemical photoelectrode. ACS Appl. Mater.
Interfaces 2021, 13, 21186-21193. [CrossRef]

Tamura, K.; Yokoyama, S.; Pascua, C.S.; Yamada, H. New age of polymer nanocomposites containing dispersed high-aspect-ratio
silicate nanolayers. Chem. Mater. 2008, 20, 2242-2246. [CrossRef]

Liang, Y.; Yang, D.; Yang, T.; Liang, N.; Ding, H. The Stability of Intercalated Sericite by Cetyl Trimethylammonium Ion under
Different Conditions and the Preparation of Sericite/Polymer Nanocomposites. Polymers 2019, 11, 900. [CrossRef]

Uno, H.; Tamura, K.; Yamada, H.; Umeyama, K.; Hatta, T.; Moriyoshi, Y. Preparation and mechanical properties of exfoliated
mica-polyamide 6 nanocomposites using sericite mica. Appl. Clay Sci. 2009, 46, 81-87. [CrossRef]

Chang, C.P,; Wang, I.C.; Perng, Y.S. Enhanced thermal behavior, mechanical properties and UV shielding of polylactic acid (PLA)
composites reinforces with nanocrystalline cellulose and filled with nanosericite. Cellul. Chem. Technol. 2013, 47, 111-123.
Ismail, N.H.C.; Akil, H.M. Effects of organomodified muscovite on the properties of acrylonitrile-butadiene-styrene nanocompos-
ites. J. Appl. Polym. Sci. 2018, 135, 46827. [CrossRef]

Xiang, Y.; Lang, F; Liu, E; Wei, M.L.; Li, D.X.; You, Y.L. Structure and properties of polyimide/sericite composite adhesive
prepared by polyamide acid salt method. . Adhes. Sci. Technol. 2022, 36, 531-544. [CrossRef]

Wang, X.L.; Wang, EK.; Wang, ].; Li, ].F. Surface modification of sericite and preparation of sericite/polystyrene with enhanced
thermal-insulating performance. Polym. Bull. 2024, 81, 773-786. [CrossRef]

Cho, Y.; Komarneni, S. Cation exchange equilibria of cesium and strontium with K-depleted biotite and muscovite. Appl. Clay Sci.
2009, 44, 15-20. [CrossRef]

Wu, S.; Weerasinghe, P.V.T.; Wu, P. Fostering mica exfoliation through biaxial straining strategy with monovalent cation
substitution. Flatchem 2023, 42, 100565. [CrossRef]

Yu, X. The preparation and characterization of cetyltrimethylammonium intercalated muscovite. Microporous Mesoporous Mater.
2007, 98, 70-79. [CrossRef]

Zhang, Q.; Li, D.X,; Lai, D.W.; You, Y.L.; Ou, B.L.; Lei, T. Preparation and characterization of polyimide/sericite mica composites.
Acta Polym. Sin. 2014, 3, 369-377.

Mittal, V. High CEC generation and surface modification in mica and vermiculite minerals. Philos. Mag. 2013, 93, 777-793.
[CrossRef]

Zhang, Z.; Zhang, ]J.; Liao, L.; Xia, Z. Synergistic effect of cationic and anionic surfactants for the modification of Ca-
montmorillonite. Mater. Res. Bull. 2013, 48, 1811-1816. [CrossRef]

Pan, F; Zhang, Z.; Zhang, X.; Davarpanah, A. Impact of anionic and cationic surfactants interfacial tension on the oil recovery
enhancement. Powder Technol. 2020, 373, 93-98. [CrossRef]

Massarweh, O.; Abushaikha, A.S. The use of surfactants in enhanced oil recovery: A review of recent advances. Energy Rep. 2020,
6,3150-3178. [CrossRef]

GB/T 2567-2021; Test Methods for Properties of Resin Casting Body. National Standards of the People’s Republic of China: Beijing,
China, 2021.

Fu, M.; Zhang, Z.; Wu, L.; Zhuang, G.; Zhang, S.; Yuan, J.; Liao, L. Investigation on the co-modification process of montmorillonite
by anionic and cationic surfactants. Appl. Clay Sci. 2016, 132-133, 694-701. [CrossRef]


https://doi.org/10.1016/j.inoche.2024.113353
https://doi.org/10.1016/j.clay.2023.107044
https://doi.org/10.1016/j.ceramint.2022.10.099
https://doi.org/10.1038/s41467-018-05355-6
https://doi.org/10.1039/D4GC05032K
https://doi.org/10.1111/jace.18208
https://doi.org/10.1021/acssensors.4c00269
https://www.ncbi.nlm.nih.gov/pubmed/38723609
https://doi.org/10.1038/s41528-023-00241-8
https://doi.org/10.1021/acsami.1c00671
https://doi.org/10.1021/cm702860m
https://doi.org/10.3390/polym11050900
https://doi.org/10.1016/j.clay.2009.06.019
https://doi.org/10.1002/app.46827
https://doi.org/10.1080/01694243.2021.1929016
https://doi.org/10.1007/s00289-023-04743-3
https://doi.org/10.1016/j.clay.2008.12.015
https://doi.org/10.1016/j.flatc.2023.100565
https://doi.org/10.1016/j.micromeso.2006.08.003
https://doi.org/10.1080/14786435.2012.733828
https://doi.org/10.1016/j.materresbull.2013.01.029
https://doi.org/10.1016/j.powtec.2020.06.033
https://doi.org/10.1016/j.egyr.2020.11.009
https://doi.org/10.1016/j.clay.2016.08.025

Materials 2025, 18, 2486 13 of 13

31.

32.

33.

34.

35.

36.

37.

38.

39.

Kloprogge, J.T.; Frost, R.L.; Hickey, L. Infrared absorption and emission study of synthetic mica-montmorillonite in comparison
to rectorite, beidellite and paragonite. |. Mater. Sci. Lett. 1999, 18, 1921-1923. [CrossRef]

Liang, Y.; Zhang, H.; Ding, H.; Sun, S.; Wang, Y.; Bai, X.; Li, S. Amorphous silica: Prepared by byproduct microsilica in the
ferrosilicon production and applied in amorphous silica-TiO, composite with favorable pigment properties. |. Mater. Res. Technol.
2023, 26, 235-245. [CrossRef]

Yu, W.H.; Ren, Q.Q.; Tong, D.S.; Zhou, C.H.; Wang, H. Clean production of CTAB-montmorillonite: Formation mechanism and
swelling behavior in xylene. Appl. Clay Sci. 2014, 97-98, 222-234. [CrossRef]

Keshmiri-Naqgab, R.; Taghavijeloudar, M. Could organoclay be used as a promising natural adsorbent for efficient and cost-
effective dye wastewater treatment? J. Environ. Manag. 2023, 342, 118322. [CrossRef] [PubMed]

Bayram, T.; Bucak, S.; Ozturk, D. BR13 dye removal using sodium dodecyl sulfate modified montmorillonite: Equilibrium,
thermodynamic, kinetic and reusability studies. Chem. Eng. Process.-Process. Intensif. 2020, 158, 108186. [CrossRef]
Shahmirzaee, M.; Hemmati-Sarapardeh, A.; Husein, M.M.; Schaffie, M.; Ranjbar, M. ZIF-8/carbon fiber for continuous adsorption
of sodium dodecyl sulfate (SDS) from aqueous solutions: Kinetics and equilibrium studies. |. Water Process Eng. 2021, 44, 102437.
[CrossRef]

Zhuang, G.; Zhang, Z.; Guo, J.; Liao, L.; Zhao, J. A new ball milling method to produce organo-montmorillonite from anionic and
nonionic surfactants. Appl. Clay Sci. 2015, 104, 18-26. [CrossRef]

Zhang, Q.; Li, D.; Lai, D.; You, Y.; Ou, B. Preparation, microstructure, mechanical, and thermal properties of in situ polymerized
polyimide/organically modified sericite mica composites. Polym. Compos. 2015, 37, 2243-2251. [CrossRef]

Shabani Moghaddam, F; Ghanbari, H.; Mirkazemi, S.M.; Ahmadi, F. Purification of Iranian bentonite for organoclay synthesis for
use in clay—polymer composites. Clay Miner. 2024, 59, 136-148. [CrossRef]

Disclaimer/Publisher’s Note: The statements, opinions and data contained in all publications are solely those of the individual
author(s) and contributor(s) and not of MDPI and/or the editor(s). MDPI and/or the editor(s) disclaim responsibility for any injury to
people or property resulting from any ideas, methods, instructions or products referred to in the content.


https://doi.org/10.1023/A:1006672913161
https://doi.org/10.1016/j.jmrt.2023.07.179
https://doi.org/10.1016/j.clay.2014.06.007
https://doi.org/10.1016/j.jenvman.2023.118322
https://www.ncbi.nlm.nih.gov/pubmed/37311346
https://doi.org/10.1016/j.cep.2020.108186
https://doi.org/10.1016/j.jwpe.2021.102437
https://doi.org/10.1016/j.clay.2014.11.023
https://doi.org/10.1002/pc.23402
https://doi.org/10.1180/clm.2024.12

	Introduction 
	Materials and Methods 
	Materials 
	The Intercalation Process of Sericite by Anionic–Cationic Surfactants CTAB and SDS 
	The Preparation Process of Sericite/Epoxy Composites 
	Characterization Methods 

	Results and Discussion 
	The Effects of Co-Intercalation Conditions 
	The Effects of Co-Intercalation Temperature 
	The Effects of Co-Intercalation Time 
	The Effects of Co-Intercalation Agent Dosage 
	The Effects of Various Feeding Sequences and Mixing Methods 

	Characterization of the Obtained Anionic–Cationic Surfactants Co-Intercalated Sericite 
	Mechanism for Cationic–Anionic Surfactants Intercalated Sericite 
	Mechanical Properties of Sericite/Epoxy Resin Composites 

	Conclusions 
	References

