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Abstract: MXenes are a new class of two-dimensional (2D) materials with promising applications in
many fields because of their layered structure and unique performance. In particular, the physical
barrier properties of two-dimensional nanosheets make them suitable as barriers against hydrogen.
Herein, MXene coatings were prepared on pipe steel by a simple spin-coating process with a colloidal
suspension. The hydrogen resistance was evaluated by electrochemical hydrogen permeation tests
and slow strain rate tests, and the corrosion resistance was assessed by potentiodynamic polarization.
The results reveal that MXene coatings offer excellent hydrogen resistance and corrosion protection by
forming a barrier against diffusion. Experimentally, the hydrogen permeability of the MXene coating
is one third of the substrate, and the diffusion coefficient decreases as well. The mechanistic study
indicates that the hydrogen resistance of the MXene coatings is affected by the number of spin-coated
layers, while the concentration of the d-MXene colloidal suspension determines the thickness of
a single coating. However, damage to the sample surface caused by the colloidal suspension that
contains H+ and F− may limit the improvement of the hydrogen resistance. This paper reveals a new
application of 2D MXene materials as a novel efficient barrier against hydrogen permeation and the
subsequent alleviation of hydrogen embrittlement in the steel substrate.

Keywords: MXenes; hydrogen barrier; hydrogen embrittlement; corrosion resistance; coatings

1. Introduction

Hydrogen energy is important to modern society due to its natural abundance, large
energy density, recyclability, and environmental friendliness. However, hydrogen embrittle-
ment is one of the reasons for the reduced lifetime of components used in the transmission
and containment of hydrogen such as pipes, and mitigation of the damage introduced
by hydrogen embrittlement is crucial to the hydrogen energy storage and transportation
industries [1–3]. The pipes used to transport hydrogen are generally made of metallic
materials which are typically prone to hydrogen embrittlement that entails plastic loss
and accelerated fatigue cracking. In addition, current hydrogen transportation methods
mostly use natural gas pipelines and blend hydrogen with natural gas. This leads to many
corrosion problems. In order to improve the safety of hydrogen transportation, hydrogen
barrier coatings have attracted research interest in the hydrogen energy industry [1].

Although different types of hydrogen barrier coatings such as oxide [4–6], silicon
carbide [7], and iron aluminum alloys [8] have been reported, the application of conven-
tional hydrogen barrier coatings is plagued by delamination and cracking, poor thermal
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stability, and strict production conditions [3]. Two-dimensional (2D) materials have been
shown to offer good hydrogen resistance and corrosion protection [9]. For example, the
hydrogen permeability of graphene coatings deposited on copper is about 28 times smaller
than that of pristine copper. If it is normalized to the thickness, the graphene–hydrogen
barrier actually shows a larger permeation reduction factor than most conventional hy-
drogen barrier coatings [10]. Hexagonal boron nitride films deposited on yttrium-doped
zirconia by atomic layer deposition improve not only the hydrogen resistance but also
thermal stability [11]. Recently, a new class of graphene-like nanomaterials called MXenes
has aroused interest in the fields of energy storage, catalysis, tribology, and membrane
separation technology [12,13]. Spin coating is commonly employed to prepare 2D MXene
coatings due to the precise control of the film thickness, easy operation, and the almost
pollution-free nature of the process [14]. In fact, the molecular sieve [15–17] and hydrogen
storage [18] characteristics of the MXene make it a potential hydrogen barrier coating, but
the relevant hydrogen barrier properties have not been studied systematically so far.

In this study, the Tin+1CnTx 2D MXene coatings were deposited on the X70 pipe steel
by spin coating, and the hydrogen barrier properties were evaluated by electrochemical
hydrogen permeation tests. Two-dimensional MXene coatings prepared with different
concentrations of the ingredients in the suspensions were prepared for comparison and
characterized by scanning electron microscopy (SEM), X-ray diffraction (XRD), and Fourier
transform infrared spectroscopy (FT-IR). The corrosion resistance and tensile properties
were also assessed to gauge the commercial viability of the hydrogen barrier coatings and
elucidate the associated hydrogen resistance mechanism.

2. Experimental Section
2.1. Materials

The Ti3AlC2 (99 wt%, ~400 mesh) was purchased from Laizhou Kai Kai Ceramic
Materials Co., Ltd. (Laizhou, China), and the lithium fluoride (LiF, AR) and hydrochloric
acid (HCl, AR) were obtained from Guangzhou Qianhui Chemical Glass Instrument Co.,
Ltd. (Guangzhou, China). All the chemicals were used as received without purification.

2.2. Synthesis of the d-MXene Flake Solution

The MXene (Ti3C2Tx) nanosheets were synthesized by etching with HCl and LiF [19].
Firstly, 2 g of LiF were dissolved in 40 mL of 9 mol/L HCl solution to form the etching
solution. Two grams of Ti3AlC2 were added slowly into the etching solution under mag-
netic stirring at 45 ◦C for 24 h to dissolve the Al. The resulting suspension containing the
multilayered Ti3C2Tx was rinsed several times with deionized (DI) water, centrifuged at
3500 rpm (5 min for each cycle), and decanted until the pH of the dark green supernatant
was 6. The Ti3C2Tx was mixed with absolute ethanol, sonicated in an ice bath for 1 h,
and centrifuged for 10 min at 10,000 rpm to obtain the sediment. The DI water was then
added to the sediment and sonicated for 20 min to promote delamination of the Ti3C2Tx
flakes. Finally, the colloidal suspension with the d-MXene nanosheets was obtained after
centrifugation for 5 min at 3500 rpm.

2.3. Fabrication of MXene Coatings on Pipe Steel

The X70 pipe steel substrate was cut into 50 mm × 30 mm × 1 mm rectangular pieces
by wire cutting, polished with sandpaper to a mirror finish, cleaned with acetone and
ethanol ultrasonically, and dried. The substrate was then coated using the prepared d-
MXene colloidal suspensions with different concentrations (4 mg/mL, 2 mg/mL, 1 mg/mL,
and 0.5 mg/mL). Spin coating proceeded in two steps: at 500 rpm (30 s) and at 2000 rpm
(10 s).

2.4. Electrochemical Hydrogen Permeation Evaluation

To study the hydrogen permeation resistance of the MXene coatings, hydrogen per-
meation tests were performed with the aid of the Devanathan-Stachurski (D-S) cell [20]
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in which aqueous saturated calomel electrode (SCE) was the reference electrode, plat-
inum foil was the counter electrode, and 0.2 mol/L NaOH was the electrolyte. Before the
hydrogen permeation test was performed, a layer of nickel was plated on the uncoated
side of the sample. In order to reduce the background current to below 0.1 µA/cm2, a
constant potential of 200 mV (vs. SCE) was applied to the anodic cell, and 3 g/L CH4N2S
was added to the cathode cell to prevent the hydrogen from escaping. Finally, a constant
current of −12 mA/cm2 was applied to the cathode to start the test. The apparent diffusion
coefficient Dapp and hydrogen permeability J were calculated by Equation (1):

Dapp =
L2

15.3tb
(1)

where tb(s) is the breakthrough time representing when the hydrogen permeation current
starts to rise and L(cm) is the thickness of the specimen. According to the current density
It=40,000s, the hydrogen permeability J of the specimen was calculated by Equation (2):

J =
It=40,000s×L

F
(2)

where F is Faraday’s constant with a value of 96,485 C/mol.

2.5. Slow Strain Rate Measurement

The slow strain rate test (SSRT) was used to assess the mechanical properties of the
samples before and after the hydrogen charging to gauge the resistance against hydrogen
embrittlement (HE). The non-standard specimen (15 mm long in the parallel section, 4 mm
wide in the gauge length section, and 1 mm in thickness) was used for the test. The
test of the uncoated and coated samples, which were pre-charged with hydrogen at a
current density of 50 mA/cm2 for 24 h using the two-electrode system, was carried out as
soon as possible after charging to avoid thermal desorption and loss of hydrogen. In the
experiment, the strain rate was 5.5 × 10−5/s.

2.6. Electrochemical Characterization

The corrosion behavior of the coated and uncoated specimens was evaluated at
room temperature using a conventional three-electrode electrochemical cell consisting of a
platinum mesh as the counter electrode (CE), a saturated calomel electrode (SCE) as the
reference electrode, a coated or uncoated specimen with an exposed area of 1 cm2 as the
working electrode, and 0.1 mol/L NaCl as the electrolyte. Potentiodynamic polarization
was carried out in the voltage range from −900 mV to −300 mV vs. OCP at a constant
scanning rate of 1 mV/s.

2.7. Materials Characterization

The surface morphology and elemental distributions were analyzed using a scan-
ning electron microscope (SEM, Merlin, Zeiss, Oberkochen, Germany) equipped with
an energy-dispersive X-ray spectrometer (EDS). An optical microscope (KWONG KUK,
Shenzhen, China) was utilized to observe the corroded surface, and X-ray diffraction (XRD,
Smartlab, Rigaku, Tokyo, Japan) was performed to determine the structure of the MAX
and synthesized MXene powders. Fourier transform infrared (FTIR) spectroscopy was
conducted on the Thermo Scientific Nicolet iS5 FTIR in the range of 400–4000 cm−1 to
analyze the functional groups in the MXene powder.

3. Results and Discussion
3.1. Fabrication and Characterization

As shown in Figure 1, the fabrication process of the MXene coatings on the X70 steel
substrate includes two key steps. In the first step (Figure 1a), the colloidal suspension
containing the d-MXene nanosheets is prepared by selective etching the Al interlayer from
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the MAX followed by exfoliation into ultrathin flakes. Figure 2a depicts the typical layered
structure showing micromechanical cleavage of the bulk MAX before etching. After the first
step, Figure 2b reveals that mono- or few-layer freestanding 2D MXene flakes are exfoliated
from the multi-layered Ti3C2Tx assisted by sonication, indicating that the intercalation of
Li+ between the Ti3C2Tx layers is effective for delamination. The XRD patterns in Figure 2c
corroborate the formation of the MXene. After etching, the characteristic (104) peak of the
Ti3AlC2 at 39◦ weakens, and the (002) diffraction peak corresponding to the 2D Ti3C2Tx
shifts to a smaller angle, indicating that the Al atoms in the MAX are fully removed, and
the interlayer spacing increases [21]. The FTIR spectra (Figure 2d) show peaks at 554 cm−1,
1100 cm−1, 1632 cm−1, and 3445 cm−1 associated with the stretching vibrations of the Ti-O,
C-F, C=O, and -OH bonds in accordance with previous reports [22]. Figure 2e presents
the Tyndall scattering effect of the colloidal suspension of the d-MXene; the colloidal state
is crucial for the formation of the coatings by spin coating. As shown in Figure 2f, the
colloidal suspension is diluted to different concentrations, and the color becomes lighter
with reduced concentration. The optical photos of the MAX and MXene powders show
small differences in color, and the larger interlayer spacing after etching increases the
volume (Figure 2g,h).
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Figure 1. Schematic illustration of the fabrication process of (a) MXene nanosheets and
(b) MXene coating.

In the second step (Figure 1b), the MXene coatings are prepared on the steel sub-
strate with the d-MXene colloidal suspension by spin coating. According to the surface
morphology and elemental distributions shown in Figure 3a–c, Ti and F are distributed
uniformly in the MXene coatings. Figure 3d depicts the morphology of the steel surface
after spin coating, and three different morphologies are observed, namely local area (e),
area (g) and area (i). Figure 3e shows the primary morphology coated with MXene flakes
in area (e), which is obvious in comparison with the substrate (Figure 3f). As shown in
Figure 3g,h, the dark region in area (g) is oxide, indicating that the agglomerated MXene
particles are oxidized after exposure to air. Figure 3i shows the micrograph of area (i)
revealing that a small part of the surface is corroded by H+ and F− from the colloidal
suspension. Optical microscopy is used to investigate the effects of different colloidal
suspension concentrations and spin-coated layers on the corrosion resistance. As shown
in Figure 4a–d, when the concentrations of H+ and F− decrease, the area and degree of
corrosion decrease. By comparison, in Figure 4a,e,f, surface corrosion intensifies with an
increasing number of spin-coated layers because each spin-coating step adds new corrosion
areas and expands them.
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3.2. Hydrogen Permeation Behavior of the MXene Coatings

Figure 5a–b displays the hydrogen permeation curves of the uncoated and coated
X70 steel samples, and the permeation parameters derived from the hydrogen permeation
curves are listed in Table 1. Figure 5 shows that the bare X70 steel is easily permeated
by the hydrogen, as manifested by a large It=40,000s (27.5 µA·cm−1) and a short tb (110 s).
Moreover, D and J of the uncoated sample are calculated to be 5.94 × 10−6 cm2·s−1

and 2.85 × 10−5 mol·cm−1·s−1 by Equations (1) and (2), respectively. After the X70 steel
substrate is coated with the MXene (4 mg/mL, 1 L), smaller It=40,000s and longer tb are
observed. D of the MXene (4 mg/mL, 1 L) coated sample is 4.91 × 10−7 cm2·s−1, and J
decreases by more than two thirds. By reducing the MXene concentration or increasing
the spin-coated layer number, both D and J decrease, indicating poorer resistance against
hydrogen permeation.
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Table 1. Permeation parameters derived from the hydrogen permeation curves.

Samples Breakthrough Time
tb/s

Diffusion Coefficient
D/cm2·s−1

Permeation Current
It=40,000s/µA·cm−1

Permeability
J/mol·cm−1·s−1

X70 110 5.94 × 10−6 27.5 2.85 × 10−5

MXene-4 mg/mL-1 L 1330 4.91 × 10−7 9.1 9.43 × 10−6

MXene-2 mg/mL-1 L 1200 5.45 × 10−7 13.1 1.36 × 10−5

MXene-1 mg/mL-1 L 850 7.69 × 10−7 12.9 1.34 × 10−5

MXene-0.5 mg/mL-1 L 820 7.97 × 10−7 23.0 2.38 × 10−5

MXene-4 mg/mL-2 L 1290 5.07 × 10−7 11.3 1.17 × 10−5

MXene-4 mg/mL-3 L 1120 5.84 × 10−7 13.5 1.40 × 10−5

SSRT is applied to characterize the HE in steels by quantifying the loss of ductility
due to the influence of diffused hydrogen induced by electrochemical hydrogen charging.
Figure 5c exhibits the strain–stress curves of the uncoated and coated samples (MXene-
4 mg/mL-1 L) after electrochemical hydrogen charging. A typically good plasticity is
observed in the uncharged X70 steel sample. The tensile behavior of the charged X70 steel
is different from that of the uncharged sample, indicating the occurrence of HE. When
the X70 steel samples are covered by MXene coatings, the strain-stress curve is similar to
that of the uncharged bare sample even though the coated sample has been charged for
a long time. Therefore, the MXene coatings improve HE resistance in the X70 steel. The
corresponding fracture morphologies of the uncoated and coated samples charged after
SSRT are shown in Figure 5d–f. In the absence of hydrogen, the X70 steel shows the typical
dimple morphology, and the large dimple size suggests good plasticity. After charging
for a long time, dissociative fracture characteristics reflecting hydrogen-induced fractures
are observed on the uncoated X70 steel samples, revealing the transformation from plastic
fractures to brittle fractures. On the other hand, after charging the MXene-coated X70 steel
samples, the fracture morphology retains the dimple pattern as well as the plastic fractures
similar to the uncharged sample.

3.3. Corrosion Resistance

Potentiodynamic polarization is utilized to analyze the corrosion characteristics of
the MXene coatings as shown in Figure 6, and Table 2 summarizes the electrochemical
properties, including the corrosion potential Ecorr and the corrosion current density Icorr.
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The uncoated X70 steel shows the Ecorr = −0.681 V and the Icorr = 5.6 µA·cm−2. After
coating with MXene (4 mg/mL), a positive shift of about 170 mV is observed, implying
that the MXene is less susceptible to corrosion after immersion for 30 min. Meanwhile,
the Icorr decreases to 1.5 µA·cm−2 suggesting that the coatings provide protection to the
substrate underneath. However, both the Ecorr and the Icorr decrease with decreasing
MXene concentration. The decrease in the andic current density, which is a measure of the
metal dissolution and corrosion rate, suggests that the larger defect density in the MXene
coatings reduces corrosion resistance.
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Table 2. Electrochemical properties of the coatings derived from the Tafel curves.

Samples Ecorr (V vs. SCE) Icorr (µA·cm−2)

X70 −0.681 5.6
MXene-4 mg/mL −0.511 1.5
MXene-2 mg/mL −0.561 3.3
MXene-1 mg/mL −0.588 4.2

MXene-0.5 mg/mL −0.605 5.6

3.4. Mechanism

It is evident that MXene inhibits hydrogen permeation and corrosion based on two fac-
tors (Figure 7). Firstly, the physical barrier effects are endowed by the multilayered MXene.
After spin coating, the d-MXene is stacked to form a two-dimensional, multi-layered struc-
ture as a physical barrier. Although the interlayer space in the MXene coatings becomes the
preferred diffusion channels for hydrogen, the tortuous diffusion paths effectively prolong
the diffusion time. Hence, the MXene coatings mitigate the diffusion of the electrolyte and
provide excellent corrosion protection [23]. Secondly, the interactions between hydrogen
and MXene produce desirable effects. Ceramic coatings block hydrogen molecules because
ions are formed in the process of hydrogen permeation [24–27]. Hydrogen atoms entering
the coating break the bonds near the coating surface and combine with the host atoms to
form ions. The ions reorganize in the coating and break bonds around it. The hydrogen
atoms then break away from the original bonds and recombine with new elements to
form ions. In this process, hydrogen atoms continue to break bonds until they reach the
metal substrate. Some researchers have suggested that a large number of CH4

− ions are
formed in TiC films to resist hydrogen diffusion [28–30]. Therefore, the decreased hydrogen
permeability observed in the MXene coatings is mainly because enough energy is needed



Nanomaterials 2021, 11, 2737 9 of 11

to break the Ti-C bonds and form C-H bonds when hydrogen atoms diffuse. Based on
this barrier mechanism, the hydrogen resistance of the MXene coatings is affected by the
number of layers, while the concentration of the d-MXene colloidal suspension determines
the thickness of a single spin coating. When the concentration decreases, the number of
MXene layers also decreases, resulting in enhanced permeability. Theoretically, increasing
the spin coating time increases the coating thickness and improves the hydrogen resistance.
However, damage to the sample caused by the colloidal suspension which contains H+

and F− becomes more severe and may degrade the hydrogen resistance.
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4. Conclusions

MXene coatings are prepared on the X70 pipe steel by simple spin coating with a
colloidal suspension, and the hydrogen resistance and corrosion resistance of the coatings
are evaluated systematically. The MXene (Ti3C2Tx) nanosheets prepared by the spin coating
and etching have the desirable 2D single-layer structure. The MXene coatings improve
the hydrogen resistance, and the permeability J of the MXene coating (4 mg/mL-1 L) is
one third of that of the uncoated steel substrate. The diffusion coefficient D decreases
as well. The MXene coating provides an anticorrosion physical barrier as manifested by
the Ecorr showing a positive shift of 170 mV compared to the uncoated steel as well as a
smaller Icorr. Increasing the number of spin coatings also increases the coating thickness
and improves the hydrogen resistance. However, damage to the sample caused by the
colloidal suspension, which contains H+ and F- becomes more severe and may degrade the
hydrogen resistance. All in all, 2D MXene coatings with improved hydrogen resistance
reduce the risk of hydrogen embrittlement in commercial steels and have tremendous
commercial potential.

Author Contributions: Conceptualization, methodology, data curation, writing—original draft,
writing—review and editing, K.S.; Resources, data curation writing—review and editing, X.M.;
conceptualization, methodology, formal analysis, writing—review and editing, funding acquisition,
supervision, S.X.; conceptualization, supervision, G.C.; investigation, formal analysis, validation,
H.W.; methodology, writing–original draft, C.Z.; methodology, writing–original draft, project admin-
istration, S.J.; conceptualization, writing–original draft, P.K.C. All authors have read and agreed to
the published version of the manuscript.

Funding: This research was funded by the National Natural Science Foundation of China, grant
numbers 52005187 and 51905177; the Basic and Applied Basic Research Foundation of Guangdong
Province, grant number 2019A1515110065; the Fundamental Research Funds for the Central Univer-
sities of China, grant number 2019MS063; China Postdoctoral Science Foundation, grant number
2019M662909; City University of Hong Kong Strategic Research Grant (SRG), grant number 7005505;



Nanomaterials 2021, 11, 2737 10 of 11

Natural Science Foundation of Guangdong Province, grant number 2019A1515011044; the Natural
Science Foundation of Guangdong Province, grant number 2021A1515410003.

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

Conflicts of Interest: The authors declare no conflict of interest. The funders had no role in the design
of the study, in the collection, analyses, or interpretation of data, in the writing of the manuscript; or
in the decision to publish the results.

References
1. Kim, S.J.; Kim, K.Y. An Overview on Hydrogen Uptake, Diffusion and Transport Behavior of Ferritic Steel, and Its Susceptibility

to Hydrogen Degradation. Corros. Sci. Technol. 2017, 16, 209–225. [CrossRef]
2. Koyama, M.; Akiyama, E.; Lee, Y.-K.; Raabe, D.; Tsuzaki, K. Overview of Hydrogen Embrittlement in High-Mn Steels. Int. J.

Hydrog. Energy 2017, 42, 12706–12723. [CrossRef]
3. Lakdhar, I.; Alhussein, A.; Capelle, J.; Creus, J. Al-Ti-W alloys deposited by magnetron sputtering: Effective barrier to prevent

steel hydrogen embrittlement. Appl. Surf. Sci. 2021, 567, 150786. [CrossRef]
4. Li, Q.; Wang, J.; Xiang, Q.-Y.; Yan, K.; Yao, W.-Q.; Cao, J.-L. Study on influence factors of permeation reduction factor of Al2O3

-hydrogen isotopes permeation barriers. Int. J. Hydrogen Energy 2016, 41, 4326–4331. [CrossRef]
5. Wu, Y.; He, D.; Li, S.; Yang, Y.; Liu, X.; Wang, S.; Jiang, L. Effect of microstructure change on the deuterium permeation properties

of erbium oxide coatings prepared via MOCVD. Int. J. Hydrogen Energy 2016, 41, 431–438. [CrossRef]
6. Wang, J.; Ling, Y.; Lu, Z.; Zhang, M.; Zhou, Q.; Wang, R.; Li, Y.; Zhang, Z. Hydrogen interaction characteristics of a Cr2O3-Y2O3

coating formed on stainless steel in an ultra-low oxygen environment. Int. J. Hydrogen Energy 2019, 44, 8669–8679. [CrossRef]
7. Yao, Z.; Suzuki, A.; Levchuk, D.; Terai, T. SiC Coating by RF Sputtering as Tritium Permeation Barrier for Fusion Blanket.

Fusion Sci. Technol. 2017, 52, 865–869. [CrossRef]
8. Kalin, B.; Yakushin, V.; Fomina, E. Tritium barrier development for austenitic stainless steel by its aluminizing in a lithium melt.

Fusion Eng. Des. 1998, 41, 119–127. [CrossRef]
9. Seel, M.; Pandey, R. Proton and hydrogen transport through two-dimensional monolayers. 2D Mater. 2016, 3, 025004. [CrossRef]
10. Young, K.T.; Smith, C.; Krentz, T.M.; Hitchcock, D.A.; Vogel, E.M. Graphene synthesized by chemical vapor deposition as a

hydrogen isotope permeation barrier. Carbon 2021, 176, 106–117. [CrossRef]
11. Bull, S.K.; Champ, T.A.; Raj, S.V.; O’Brien, R.C.; Musgrave, C.B.; Weimer, A.W. Atomic layer deposited boron nitride nanoscale

films act as high temperature hydrogen barriers. Appl. Surf. Sci. 2021, 565, 150428. [CrossRef]
12. Naguib, M.; Kurtoglu, M.; Presser, V.; Lu, J.; Niu, J.; Heon, M.; Hultman, L.; Gogotsi, Y.; Barsoum, M.W. Two-dimensional

nanocrystals produced by exfoliation of Ti3AlC2. Adv. Mater. 2011, 23, 4248–4253. [CrossRef]
13. Kumar, J.A.; Prakash, P.; Krithiga, T.; Amarnath, D.J.; Kumar, J.P.; Natarajan, R.; Vasseghian, Y.; Saravanan, P.; Manivasagan, R.

Methods of synthesis, characteristics, and environmental applications of Mxene: A comprehensive review. Chemosphere 2021, 286,
131607. [CrossRef]

14. Montazeri, K.; Currie, M.; Verger, L.; Dianat, P.; Barsoum, M.W.; Nabet, B. Beyond Gold: Spin-Coated Ti3C2-Based MXene
Photodetectors. Adv. Mater. 2019, 31, 1903271. [CrossRef] [PubMed]

15. Ding, L.; Wei, Y.; Li, L.; Zhang, T.; Wang, H.; Xue, J.; Ding, L.-X.; Wang, S.; Caro, J.; Gogotsi, Y. MXene molecular sieving
membranes for highly efficient gas separation. Nat. Commun. 2018, 9, 1–7. [CrossRef] [PubMed]

16. Shen, J.; Liu, G.; Ji, Y.; Liu, Q.; Cheng, L.; Guan, K.; Zhang, M.; Liu, G.; Xiong, J.; Yang, J. 2D MXene nanofilms with tunable gas
transport channels. Adv. Funct. Mater. 2018, 28, 1801511. [CrossRef]

17. Fan, Y.; Li, J.; Wang, S.; Meng, X.; Zhang, W.; Jin, Y.; Yang, N.; Tan, X.; Li, J.; Liu, S. Voltage-enhanced ion sieving and rejection of
Pb2+ through a thermally cross-linked two-dimensional MXene membrane. Chem. Eng. J. 2020, 401, 126073. [CrossRef]

18. Ren, D.; Liu, Y.; Huang, N. Chemical bonding states of TiC films before and after hydrogen ion irradiation. J. Wuhan Univ. Technol.
Mater. Sci. Ed. 2007, 22, 630–633. [CrossRef]

19. Huang, Y.; Jiang, S.; Liang, R.; Sun, P.; Hai, Y.; Zhang, L. Thermal-triggered insulating fireproof layers: A novel fire-extinguishing
MXene composites coating. Chem. Eng. J. 2020, 391, 123621. [CrossRef]

20. Zhou, P.; Li, W.; Zhu, X.; Li, Y.; Jin, X.; Chen, J. Graphene Containing Composite Coatings as a Protective Coatings against
Hydrogen Embrittlement in Quenching & Partitioning High Strength Steel. J. Electrochem. Soc. 2016, 163, D160–D166. [CrossRef]

21. Liu, J.; Zhang, H.B.; Sun, R.; Liu, Y.; Liu, Z.; Zhou, A.; Yu, Z.Z. Hydrophobic, flexible, and lightweight MXene foams for
high-performance electromagnetic-interference shielding. Adv. Mater. 2017, 29, 1702367. [CrossRef]

22. Chen, J.; Yuan, X.; Lyu, F.; Zhong, Q.; Hu, H.; Pan, Q.; Zhang, Q. Integrating MXene nanosheets with cobalt-tipped carbon
nanotubes for an efficient oxygen reduction reaction. J. Mater. Chem. A 2019, 7, 1281–1286. [CrossRef]

23. Yan, H.; Li, W.; Li, H.; Fan, X.; Zhu, M. Ti3C2 MXene nanosheets toward high-performance corrosion inhibitor for epoxy coating.
Prog. Org. Coat. 2019, 135, 156–167. [CrossRef]

24. Matsuyama, M.; Takeuchi, T. Trap and Release of Tritium Formed in Silica and Alumina. J. Nucl. Sci. Technol. 1981, 18, 15–20.
[CrossRef]

http://doi.org/10.14773/cst.2017.16.4.209
http://doi.org/10.1016/j.ijhydene.2017.02.214
http://doi.org/10.1016/j.apsusc.2021.150786
http://doi.org/10.1016/j.ijhydene.2016.01.018
http://doi.org/10.1016/j.ijhydene.2015.11.117
http://doi.org/10.1016/j.ijhydene.2019.02.035
http://doi.org/10.13182/FST07-A1601
http://doi.org/10.1016/S0920-3796(98)00221-X
http://doi.org/10.1088/2053-1583/3/2/025004
http://doi.org/10.1016/j.carbon.2021.01.127
http://doi.org/10.1016/j.apsusc.2021.150428
http://doi.org/10.1002/adma.201102306
http://doi.org/10.1016/j.chemosphere.2021.131607
http://doi.org/10.1002/adma.201903271
http://www.ncbi.nlm.nih.gov/pubmed/31523860
http://doi.org/10.1038/s41467-017-02529-6
http://www.ncbi.nlm.nih.gov/pubmed/29323113
http://doi.org/10.1002/adfm.201801511
http://doi.org/10.1016/j.cej.2020.126073
http://doi.org/10.1007/s11595-006-4630-9
http://doi.org/10.1016/j.cej.2019.123621
http://doi.org/10.1149/2.0551605jes
http://doi.org/10.1002/adma.201702367
http://doi.org/10.1039/C8TA10574J
http://doi.org/10.1016/j.porgcoat.2019.06.013
http://doi.org/10.1080/18811248.1981.9733220


Nanomaterials 2021, 11, 2737 11 of 11

25. Belonoshko, A.B.; Rosengren, A.; Dong, Q.; Hultquist, G.; Leygraf, C. First-principles study of hydrogen diffusion in α−Al2O3
and liquid alumina. Phys. Rev. B 2004, 69. [CrossRef]

26. Lee, R.W.; Frank, R.C.; Swets, D.E. Diffusion of Hydrogen and Deuterium in Fused Quartz. J. Chem. Phys. 1962, 36, 1062–1071.
[CrossRef]

27. Zhang, G.; Wang, X.; Yang, F.; Shi, Y.; Song, J.; Lai, X. Energetics and diffusion of hydrogen in hydrogen permeation barrier of
α-Al2O3/FeAl with two different interfaces. Int. J. Hydrogen Energy 2013, 38, 7550–7560. [CrossRef]

28. Shan, C.; Wu, A.; Li, Y.; Zhao, Z.; Chen, O.; Huang, Q.; Shi, S. The behaviour of diffusion and permeation of tritium through 316L
stainless steel with coating of TiC and TiN + TiC. J. Nucl. Mater. 1992, 191, 221–225. [CrossRef]

29. Checchetto, R.; Bonelli, M.; Gratton, L.M.; Miotello, A.; Sabbioni, A.; Guzman, L.; Benamati, G. Analysis of the hydrogen
permeation properties of TiN-TiC bilayers deposited on martensitic stainless steel. Surf. Coat. Technol. 1996, 83, 40–44. [CrossRef]

30. Yao, Z.; Hao, J.; Zhou, C.; Shan, C.; Yu, J. The permeation of tritium through 316L stainless steel with multiple coatings.
J. Nucl. Mater. 2000, 283, 1287–1291. [CrossRef]

http://doi.org/10.1103/PhysRevB.69.024302
http://doi.org/10.1063/1.1732632
http://doi.org/10.1016/j.ijhydene.2013.03.136
http://doi.org/10.1016/0022-3115(92)90758-D
http://doi.org/10.1016/0257-8972(96)02851-4
http://doi.org/10.1016/S0022-3115(00)00349-4

	Introduction 
	Experimental Section 
	Materials 
	Synthesis of the d-MXene Flake Solution 
	Fabrication of MXene Coatings on Pipe Steel 
	Electrochemical Hydrogen Permeation Evaluation 
	Slow Strain Rate Measurement 
	Electrochemical Characterization 
	Materials Characterization 

	Results and Discussion 
	Fabrication and Characterization 
	Hydrogen Permeation Behavior of the MXene Coatings 
	Corrosion Resistance 
	Mechanism 

	Conclusions 
	References

