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MXene coating and thermal method for vanadium
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One of the significant challenges of vanadium redox flow batteries is connected to the negative electrode
where the main reaction of V(i)/V(i) and the side reaction of hydrogen evolution compete. To address this
issue, we used titanium carbide (TisC,T,) MXene coating via drop-casting to introduce oxygen functional
groups and metals on the carbon electrode surface. Characterization through scanning electron
microscopy and X-ray photoelectron spectroscopy confirmed the even distribution of TizC,T, MXene on
the electrodes and the presence of titanium and termination groups (-O, —Cl, and —F). The cyclic
voltammetry analysis of MXene-coated electrodes showed more sharp electrochemical peaks for the
V()/V() reaction than thermal-treated electrodes, even at relatively high scan rates. Notably, a relatively
high reaction rate of 5.61 x 10~* cm s*
electrodes, which shows the competitiveness of the method compared to thermal treatment (4.17 x
107* cm s7Y). The flow battery tests, at a current density of 130 mA cm™2, using MXene-coated
electrodes showed pretty stable discharge capacity for over 100 cycles. In addition, the voltage and
energy efficiency were significantly higher than those of the system using untreated electrodes. Overall,

was achieved for the V(i)/V(m) reaction on MXene-coated
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this work highlights the potential application of MXene coating in carbon electrode treatment for
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Introduction

Redox flow batteries (RFBs) are suitable for long-duration and
stationary energy storage applications. To date, the main chem-
istry that has been commercialized for RFBs is based on
vanadium." Vanadium redox flow batteries (VRFBs) are attrac-
tive due to the four oxidation states of vanadium, which facilitate
using vanadium electrolytes on both sides of the cell. Using the
same element in both compartments can minimize the electro-
lyte contamination issue. VRFBs do not suffer from overcharging
or a high depth of discharge, and the extremely high chemical
stability of vanadium allows the life span of VRFBs to reach 15
000-20 000 cycles.* One of the major challenges of VRFBs is
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providing a competitive method for thermal treatment.

connected to the negative electrode, where the side reaction of
hydrogen evolution occurs due to the negative standard potential
of the V(u)/V(i) reaction. A proper electrode treatment improves
the V(u)/V(w) reaction while concurrently inhibiting the parasitic
hydrogen evolution reaction. The common electrode material
used in VRFBs is carbon-based due to high chemical stability,
wide operation potential range, and low cost. Carbon felt, paper,
and cloth are among the most common forms of carbon-based
electrodes used in VRFBs.* Numerous electrode treatment
methods have been conducted to improve the vanadium elec-
trochemical reaction, including thermal,®” chemical (using
strong acids),**® and electrochemical oxidation."*** The
mentioned methods are called intrinsic treatments, which can
increase the surface area and the number of active reaction sites
by adding oxygen functional groups, which enhance the hydro-
philicity and catalytic behavior of the electrode.>***® Another
strategy is to coat the carbon-based electrodes with metal and
metal oxide electrocatalysts to increase the conductivity and
catalytic properties of the electrode.*>'”*° The same effects have
been observed for decorating the electrode with carbon
nanomaterials.*>**** To gain all treatment effects by using one
method, MXene coating can be a more straightforward method
to enhance the carbon-based electrode electrocatalytic properties
and improve the VRFB performance. Two-dimensional transition
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metal carbides and nitrides, MXenes, where introduced in
2011,> and their unique combination of properties such as high
surface area, high electrical conductivity (up to 21
000 S cm™"),*** solution processibility (—40 to —60 mV zeta
potential in water),?® and rich surface chemistry®® have attracted
a lot of attention.**** The electrochemical application of MXene
has grown significantly, where MXene has been used in electro-
chemical energy devices.>*?*” While both compartments of the
battery use vanadium electrolytes, the reaction kinetics of V(u)/
V() and V(v)/V(v) are different. Previous studies have identified
that the catalytic activity of negative electrodes highly depends
on electrode treatment, and the kinetics are faster for V(i)/V(v)
than for V(u)/V(m).>** Although MXenes have been used for
various applications, they are pretty new in the flow battery field.
A. V. Mizrak et al. pre-treated a carbon electrode with plasma
treatment for two minutes before drop-casting Ti;C,T, MXene
onto carbon paper, which enhanced the electrochemical activity
of the electrode.” The battery test yielded an energy efficiency of
83% at a current density of 100 mA cm™~> with a MXene coating
density of 0.1 mg cm 2, which they have found to be the optimal
coating density. M. Jing et al. conducted a heat treatment at 350 ©
C for 1 hour to enhance the hydrophilicity of the electrode.
Subsequently, they immersed carbon felt repeatedly in a MXene
dispersion. Their findings revealed that the diffusion coefficient
and rate of reaction of the MXene-coated carbon felt increased by
two orders of magnitude compared to the pristine carbon felt.*!
Furthermore, L. Wei et al. achieved an energy efficiency of 81.3%
at 200 mA cm 2 in battery tests by immersing and drying the
graphite felt in MXene dispersed in Nafion, where Nafion served
as a binder.*?

To further simplify the process without any pre-treatment or
using a binder, in this work, we have developed a simple drop-
casting technique that addresses the hydrophobic property of
pristine carbon paper by first wetting the electrode followed by
drop-casting with Ti;C,T, MXene dispersion. The carbon elec-
trode becomes hydrophilic due to the addition of naturally
hydrophilic TizC,T, MXene. Our MXene drop-casting method
does not require any complex equipment for pre-treatment and
can potentially reduce cost and simplify scaling up the process
for commercial applications. The electrochemical character-
izations and battery tests demonstrated high electrochemical
activity and stability toward vanadium electrolytes. Additionally,
scanning electron microscopy (SEM) imaging and X-ray photo-
electron spectroscopy (XPS) analysis were employed to investi-
gate the characteristics of the electrode surface, explicitly
evaluating the exposed surface area and distribution of the
MXene coating.

Experimental

Materials

Carbon papers (GDL, Sigracet 28AA) and Nafion 212 (N212)
membranes were purchased from FuelCellStore. Vanadium(iv)
oxide sulfate hydrate, sulfuric acid, and acetone were purchased
from Sigma-Aldrich. Hydrofluoric acid (HF, 48-51% solution in
water) was purchased from Acros Organics. Lithium chloride
(LiCl, 98% grade, Thermo Scientific), and hydrochloric acid
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(HCI, 12 M) were purchased from Fisher Scientific and used as
received. A commercial 1.6 M mixture of V(u)/V(wv) electrolyte in
2 M H,SO, for battery testing was purchased from the GfE
company (Gesellschaft fiir Elektrometallurgie mbH). All chem-
icals used in cyclic voltammetry and battery testing were used
without further purification.

MXene preparation

To synthesize Ti;C,T, MXene,*** 1 g of optimized Ti;AIC, MAX
was first washed using 9 M hydrochloric acid (HCI) for 18 h to
remove intermetallic impurities and mixed with an etchant
solution (6:3:1) mixture (by volume) of 12 M HCI, deionized
water, and 28.4 M hydrofluoric acid HF before stirring at 400 rpm
for 24 h at 35 °C. The etched Ti;C,T, MXene was washed with
deionized water via repeated centrifugation at 3234 RCF (4-5
cycles with ~200 ml of deionized water) until the supernatant
reached pH ~ 6. For delamination, the etched multilayered
TizC,T, MXene sediment was then added to LiCl (typically 50 ml
per gram of starting etched powder) solution. The mixture of LiCl
and multilayer MXene was then stirred at 400 rpm for 1 h at 65 °C
under constant argon gas flow. The mixture was then washed
with deionized water via centrifugation at 3234 RCF for 5, 10, 15,
and 20 minutes. Then, the final mixture was vortexed for 30
minutes followed by centrifugation at 2380 RCF for 30 minutes to
ensure the MXene solutions were single-to-few-layered flakes.
The final suspension of Ti;C,T, MXene was collected and stored
in the freezer at —20 °C until use.

Electrode preparation

The pristine carbon paper was cut into 5 cm?, denoted as an
untreated carbon paper electrode. The heat treatment was
performed with a muffle furnace (Nabertherm L-051H1RN1T 5/
11/B410) at 500 °C for 3 hours in ambient air with a heating rate
of 167 °C h™'. MXene slurry is stored in the freezer at —15 °C
and left to melt at room temperature before use. Ultrapure water
(Milli-Q) is mixed with MXene slurry to yield a 5 mg ml™*
concentration and sonicated with an ultrasonic cleaning bath
(VWR USC 300 T) for 60 minutes.

The pristine carbon paper electrode, possessing hydro-
phobic properties, can be coated with MXene using a sequential
process. The process begins by immersing the electrode in an
acetone solution to ensure complete wetting. Afterward, the
electrode is rinsed with water to ensure complete removal of
acetone. The water-wetted carbon paper is immediately coated
with a 5 mg ml~* MXene dispersion using micropipette under
normal atmospheric conditions. The wet MXene-coated elec-
trode is dried at 100 °C for 1 hour using a vacuum oven (Heraeus
D-6450 Hanau). Both sides of the carbon paper are coated with
0.1 ml, 0.5 ml, and 1 ml of MXene dispersion, resulting in
coating densities of 0.1 mg cm ™2, 0.5 mg cm ™%, and 1.0 mg cm >
on each side and are labeled MX-0.1, MX-0.5, and MX-1,
respectively.

Characterization of electrode

The surface morphology of the electrodes was analyzed using
a Hitachi S-4800 SEM with an accelerating voltage of 10 kV,
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a working distance of 9400 pm, and an emission current of 10.1
pA without sputtering. The surface composition is analyzed
with Kratos AXIS Supra+ instrument XPS using monochromatic
Al Ko radiation (1486.6 e€V) with calibration using carbon 1s at
284.5 eV. All XPS data was processed using LG4X-V2.*

Cyclic voltammetry

Cyclic voltammetry (CV) was conducted in a three-electrode
setup in a beaker. The V(i) and sulfuric acid solution was
prepared by dissolving vanadium(iv) oxide sulfate hydrate and
sulfuric acid in water to make a 40 ml mixture of 50 mM V(wv)
and a 50 mM sulfuric acid solution. A potentiostat (VersaSTAT
4) was used for CV measurements. Platinum mesh counter
electrode and Ag/AgCl reference electrode were used. Electrode
samples of 5 cm” are fastened onto a working electrode holder
and completely submerged in the solution. The negative side of
CV (V(um)/V(ur)) uses a potential window of 0 V to —0.75 V, and
a potential window for the positive side (V(iv)/V(v)) is 0 V to
1.20 V. The scan rates of CV tests for the negative side were 2, 4,
6, 8,and 10 mV s ', while the V(v)/V(v) scan rates of 3, 5, 10, 20,
30, and 50 mV s ' were used. When the baseline cannot be
determined, the semiempirical method suggested by Nicholson
is useful to estimate peak anodic current density (f,,) from peak
cathodic current density (j,c), uncorrected peak current relative
to the cathodic peak baseline (jpao), and current density at
switching potential, (fgp 0).*>*®

Joa| _ om0 |
Jpc Jpc

The CV can be further analyzed by calculating the rate of
reaction and diffusion coefficient. For single electron transfer
processes, when the value of AE, is greater than 200 mV, the
process is considered irreversible.*” Therefore, the relationship
between peak current density and diffusion coefficient is given
by eqn (2), and the relationship with a reaction rate constant (k°)
is given by Randles-Sevéik in eqn (3).%54

0.485(jup)

+0.086 (1)
Joe

Jp = (2.99 x 10%a?C, D"y (2)
F :
Jp = 0.277 FCK® exp {% (E, — E° )} (3)

The variables used in the study include jj,, which denotes the
peak current density based on the geometrical area (A cm™?),
a denotes the charge-transfer coefficient, C;, denotes the bulk
concentration (mol cm™?), D denotes the diffusion coefficient
(em? s, v denotes the scan rate (Vs '), n denotes the number
of electrons, F denotes the Faraday constant (C mol '), E,
denotes the peak potential (V), and E” denotes the formal
potential (V). The diffusion coefficient can be calculated by
determining the slope when plotting j, against the square root
of the scan rate and assuming a value of a equal to 0.5. The
reaction rate constant is determined as the intercept when
plotting j, against the difference between the peak and formal
potential (E, — E”).

© 2024 The Author(s). Published by the Royal Society of Chemistry
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Table 1 Electrode configurations used in battery performance tests

Negative electrode Positive electrode

Untreated carbon paper
Heat-treated carbon paper

Heat-treated carbon paper
Heat-treated carbon paper

MX-0.1 Heat-treated carbon paper
MX-0.1 MX-0.1
MX-0.5 MX-0.5

VRFB single-cell performance

The VRFB tests were conducted using electrolytes containing
1.6 M of V(i) and V(v) in 2 M sulfuric acid. The electrochemical
cell (Fuel Cell Technologies) was provided with two Poco
graphite plates with a serpentine flow field along with two 200
um Viton gaskets. The electrode configuration is presented in
Table 1. In this setup, each side of the cell consisted of a stack
comprising two square electrodes, each with a geometric area of
5 cm®. The electrolyte was pumped into the electrodes through
a single serpentine graphite flow field with an active area cor-
responding to a geometric area of 5 cm®. Nafion 212 was used as
the proton exchange membrane. Both the electrolytes were
13 ml, and the external glass bottle containing the negative
electrolyte was purged with nitrogen gas to prevent it from
oxidizing with atmospheric oxygen. The electrolytes were
pumped using a dual-channel peristaltic pump (BT600L,
Zhengzhou Mingyi Instrument Equipment Co., Ltd) at
a constant volumetric flow rate of 20 ml min—".

The battery test equipment used in this study was the CT2001A
(Landt Instruments). For all the battery charging and discharging
setups, constant current charging was set to 650 mA (130 mA
cm %) until the voltage reached 1.7 V. This was followed by
a resting period of 1 minute. Subsequently, a constant current
discharge of 650 mA was applied until the voltage reached 0.8 V,
again followed by a resting period of 1 minute. This charge-
discharge process was repeated for a total of 100 cycles. It is worth
noting that the first cycle was excluded from the analysis due to
the unknown state of charge of the initial electrolyte.

For the calculation of efficiencies expressed in percentage,
the voltage efficiency (VE), coulombic efficiency (CE), and
energy efficiency (EE) of the flow batteries are calculated using
eqn (4)-(6). I4 and I. are discharge and charge currents, and Vg4
and V. are discharge and charge voltages, respectively.

o j[ddl

CE = 1009 4
f]cdl X %0 ( )
I Vadt
VE = = 1009 5
[Vv.de . ! )
CE x VE
EE = BT (6)

Results and discussion

Fig. 1a shows the carbon electrodes before coating of Tiz;C,T,
MXene, revealing a porous surface structure with binder
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Fig. 1 SEM micrographs at 500 pm scale and 50 pm scale (inset) are shown. (a) Untreated carbon paper, (b) MXene-coated untreated carbon

paper with a coating density of 0.1 mg cm™2

. and (c) MXene-coated untreated carbon paper with a coating density of 1.0 mg cm~2. The red

arrows in the inset in subfigures (a) and (b) point to exposed carbon fibers, while in subfigure (c), a complete coverage of MXene on carbon fiber is

shown.

materials effectively holding the fibers together. The carbon
paper electrodes were coated with Ti;C,T, MXene at three
different loadings labeled MX-0.1, MX-0.5, and MX-1 (see
Methods section). As the loading of Ti;C,T, MXene increased
from 0.1 mg cm™ > (MX-0.1) to 1 mg cm > (MX-1), the pores in
the electrodes gradually became filled. In Fig. 1b, it is evident
that MX-0.1 resulted in a reduction in the carbon paper exposed
surfaces and a reduced number of observed pores. By increasing
the MXene loading (MX-1), the exposed surfaces were further
reduced, and most of the pores were filled with Ti;C,T, MXene.
In lower MXene loading (e.g., MX-0.1), some carbon fibers were
still exposed (red arrows in figure insets), whereas increasing
the Ti;C,T, MXene loading to 1.0 mg cm ™ in Fig. 1c resulted in
complete coverage of the fibers. A high surface area is essential
to reduce activation loss, and a large hydraulic permeability

promotes electrolyte transport and reduces pump loss.**° By
increasing the MXene loading from 0.1 mg cm ™2 to 1 mg cm ™2,
exposed carbon fibers that are electrochemically active sites can
be covered. Additionally, the open pores, which are essential for
the hydraulic permeability of carbon paper, are mainly covered
and closed. As a result of these observations, we expected that
lower MXene loadings in MX-0.1 and MX-0.5 are more effective
in delivering a redox catalytic effect while maintaining a high
active area and electrolyte transport.

The XPS analysis of treated carbon paper revealed additional
surface functionalities and elements arising from heat treatment
and MXene coating. For calibration purposes, the C 1s peak at
284.5 eV is employed, leveraging the high conductivity of carbon
paper as a reference point.**** Fig. 2 shows the results of curve
fitting for C 1s, O 1s, Ti 2p, F 1s, and Cl 2p. In Fig. 2a, the
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Fig.2 Component peak fits for prepared carbon paper electrodes. (a) Wide XPS spectra survey of untreated carbon paper, heat-treated carbon
paper, MX-0.1, and MX-0.5. (b) C 1s (c) oxygen 1s, (d) titanium 2p, (e) fluorine 1s, (f) chlorine 2p.
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comprehensive survey spectra exhibit prominent peaks corre-
sponding to carbon (C 1s) at 284.5 eV, oxygen (O 1s) at 532.7 eV,
titanium (Ti 2p) at 454.7 eV, fluorine (F 1s) at 684.8 eV, and
chlorine (Cl 2p) at 199.0 eV upon the introduction of Ti,C;T,
MXene. In Fig. 2b, the C 1s spectrum displays a prominent peak
originating from C=C at 284.5 eV. As we move to higher binding
energies at 286.0 eV, 288.4 eV, and 291.3 eV, these can be
attributed to C-O, C=O0O, and the w-m* shake-up feature,
respectively.®® Additionally, the presence of titanium carbide
peaks is observed at 282.0 eV with the incorporation of MXene on
the MX-0.1 and MX-0.5 electrodes, as represented in Fig. 2b.
From Fig. 2a, the quantity of chemisorbed oxygen on the surface
of carbon paper remains constant after heat treatment, main-
taining an identical atomic percent of oxygen as the untreated
carbon paper, both at 13%, assuming an equivalent homoge-
neous composition. Deconvolution of the C 1s and O 1s spectra
reveals the presence of two oxygen functional groups, specifically
C-Oat532.9 eV and C=O0 at 531.3 eV. The percentage of C=0 to
C-0, as determined from the O 1s curve fitting, exhibits a notable
contrast between untreated carbon paper (3.5%) and heat-
treated carbon paper (28%). This indicates a preference for the
formation of C=O groups during heat treatment while the
atomic percentage of oxygen remains constant.

Incorporating Ti;C,T, MXene onto carbon paper in the MX-
0.1 and MX-0.5 electrodes introduces two species in O 1s: C=0
(531.5 eV) and Ti-O (529.8 €V), resulting in an oxygen atomic
percentage of 10% for both MX-0.1 and MX-0.5. From the
corroborating findings from prior studies,*** a deconvolution of
the Ti 2p spectrum reveals multiple peaks corresponding to
various oxidation states, which are the titanium carbide (Ti-C)
peak at 454.7 eV, followed by Ti** (455.7 eV) arising from Ti-O,
Ti** (456.6 eV) from Ti-F, and Ti*" (458.3 eV) from TiO,. Since the
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MXene coating was conducted at room temperature and the
MXene-coated carbon paper was not treated, we do not expect
MXene oxidation. However, it is still essential to quantify any
MXene oxidation due to MXene ink storage, as any oxidation can
reduce MXene high electrical conductivity.*»*® Within the Ti 2p
spectrum, a minor quantity of TiO,, comprising 5% and 3% is
found for MX-0.1 and MX-0.5, respectively, in comparison to
a substantial presence of Ti-C (53% and 52% for MX-0.1 and MX-
0.5, respectively), indicates that oxidation has not progressed far.
Furthermore, the presence of peaks in the F 1s and Cl 2p spectra
(as seen in Fig. 2¢ and d) confirms the existence of termination
groups, with Ti-F at 685.0 eV and Ti-Cl at 199.1 eV (2p3,) similar
to previous reports.*****” The oxygen, fluorine, and chlorine
atomic percentages are recorded at 10%, 3%, and 1%, respec-
tively, for both MX-0.1 and MX-0.5. Notably, MX-0.5 exhibits
a higher Ti atomic percentage of 31% compared to 25% for MX-
0.1. In comparison to heat-treatment techniques, the utilization
of MXene coating offers distinct advantages due to its inherent
hydrophilicity, attributed to its termination groups.***® By
incorporating MXenes as a coating onto pristine carbon paper
with the drop casting process proposed in this work, we increase
hydrophilicity without requiring additional pre-treatments.
Cyclic voltammetry with a three-electrode setup is used to
investigate the electrochemical performance of the electrodes.
The ratio of anodic peak current to cathodic peak current (J,a/
Jpe) of 1 and the peak-to-peak separation (AE},) of 57 mV indicate
an ideal reversible reaction. A derivation of j,a/jp. from 1 and
AE, from 57 mV is considered quasi-reversible.*> The CV of
electrode samples is shown in 3. The untreated electrode does
not show any peak corresponding to the redox of V(u)/V(u)
species, as seen in Fig. 3b, which indicates that the untreated
electrode has no catalytic properties towards the redox of V(u)/
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Fig. 3 Cyclic voltammograms of various electrodes at different scan rates. Panels (a) and (b) represent the positive and negative sides,
respectively, of the untreated carbon paper electrode. Similarly, panels (c) and (d) show the negative and positive sides of the heat-treated carbon
paper electrode, respectively. Panels (e) and (f) correspond to the MX-0.1, while panels (g) and (h) depict the MX-0.5 electrode.

© 2024 The Author(s). Published by the Royal Society of Chemistry
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V(i) species, only a hydrogen evolution peak is observed. On the
other hand, untreated carbon paper does show redox peaks for
V(v)/V(v) redox species in Fig. 3a.

With the heat treatment method in Fig. 3c and d, an
observable redox peak appears on the negative side of CV for
heat-treated carbon paper electrodes, and with MXene-coated
carbon paper electrodes, a catalytic property towards V(u)/V(ur)
has transformed from no activity to a noticeable enhancement.
The cathodic peak of heat-treated carbon paper on the negative
side shifts to the lower potential until the peak is not observed
beyond the scan rate of 4 mV s~ *. In Fig. 3c, a large non-faradaic
current is observed in heat-treated carbon paper on the positive
side compared to untreated carbon paper, MX-0.1, and MX-0.5,
which might be owing to the higher electrolyte wetting on the
surface of heat-treated carbon paper compared to untreated,
MX-0.1, and MX-0.5, leading to a larger electrochemically active
surface area and capacitance.®

The kinetics of the electrodes towards vanadium species
were investigated by analyzing the relationship between anodic

a) v
55 B Heat-treated carbon paper R?=0.9998
' A MX-0.1 R?=0.9862 v

V MX-0.5 R2=0.9953 v

Jpa (mA/sz)

View Article Online

Paper

peak current, scan rate (v), and peak separation, as illustrated in
Fig. 4. To determine the diffusion coefficient, J,, was plotted
against the square root of the scan rate (v*/?), resulting in
a linear curve. The slope of this curve (Fig. 4a and c), was used in
eqn (2). The linearity observed, along with a peak separation
greater than 200 mV, indicates an irreversible electrode process.
Additionally, to determine the k°, the natural logarithm of Jpa
was plotted against (E, — E”), yielding intercepts. The results of
the diffusion coefficient and reaction rate constant from CV are
summarized in Table 2.

In contrast to the negative electrode reaction, on the positive
side, every electrode except heat-treated carbon paper electrode
shows the same order of magnitude for the diffusion coefficient
as shown in Table 2. Only heat-treated carbon paper shows an
increase by one order of magnitude for the rate of reaction. Only
a slight increase in the rate of reaction is observed in MX-0.1
compared to untreated carbon paper. On the other hand, the
addition of MXene shows an improvement in diffusion coeffi-
cient and rate of reaction compared to untreated carbon paper

In [Jpa (mA/sz)]

A B Heat-treated carbon paper R?=0.9975
A MX-0.1 R?=0.9715
V MX-0.5 R?=0.9728

2012 05
150 1.75 2.00 2.25 250 275 3.00 90 100 110 120 130 140 150
vl2 (mV/s)12 Epa - E” (MV)
6 2.0 d)
g?trgagt;ggcafbon paper o O Untreated carbon paper R2=0.9940
L B Heat-treated carbon paper R?=0.9852 O
Heat-treated carbon paper A
518 R2_0 9993 A MX-0.1 R?=0.9711
A MX-0.1 R2=0.9970 — 159 v MX-0.5 R2=0.9916
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A
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Fig. 4 The relationship between peak current density and the square root of the scan rate (a and c) demonstrates a linear correlation. Addi-
tionally, a linear relationship exists between the natural logarithm of peak current density and peak separation. Subplots (a and b) are for the

negative side, while subplots (c and d) pertain to the positive side.
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Table 2 Diffusion coefficient and reaction rate constant from CV
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V(1r)/V(ur) V(v)/V(v)
Electrodes D (ecm?s™) K (ems™) D (em?®s™) K (ems™)
Untreated carbon paper — — 9.40 x 10~° 1.67 x 10°*
Heat-treated carbon paper 3.00 x 107° 4.85 x 10°* 2.59 x 10°° 111 x 103
MX-0.1 1.96 x 107° 5.61 x 107* 4.05 x 107° 417 x 107*
MX-0.5 3.53 x 107° 4.06 x 107* 3.74 x 10°° 1.81 x 10°*

electrode for the reaction of V(u1)/V(in), untreated carbon paper
electrode catalytic activity towards V(u)/V(im) is not observable as
seen in Fig. 3b. These results suggest that the coating of MXene
does not improve catalytic activity towards V(iv)/V(v). Similarly,
for heat treatment, C. Choi et al.*® and I. Derr et al.®* conclude
that the electrode reaction with V(v)/V(v) is an outer-sphere
mechanism that shows less dependence of on heat treatment
than V(r)/V(m). The diffusion coefficient and rate of reaction for
MX-0.1 and MX-0.5 rival those of a heat-treated electrode. From
the XPS results, despite the abundance of carbonyl groups (C-O)
on the surface of untreated carbon paper, electrochemical
activity towards V(u)/V(m) species is not observed in the CV
experiments. The high electrochemical activity towards V(u)/
V(m) species for heat-treated carbon paper suggests that
carbonyl groups (C=O0) serve as active catalysts for V(i)/V(ur)
species and not carboxyl groups (C-O), despite the equal
quantity of total oxygen content between untreated carbon
paper and heat-treated carbon paper. These findings align with
the work of I. Derr et al., who proposed that C-O groups inhibit
activity, while C=0 groups catalyze an inner-sphere mecha-
nism on the negative side of the electrochemical cell.**
However, it is important to note that there is no consensus on
the detailed mechanism or the specific functional groups
responsible for these effects.*® Cyclic voltammetry for MX-1 is not
presented here, but the underlying reasons for this will be clari-
fied in the subsequent section on battery testing, where perfor-
mance issues specific to the high MXene coating density of MX-
0.5 are discussed in detail. The capacities and efficiencies of
VRFB with different electrode configurations are tested, as shown
in Fig. 5. The electrode configurations heat-treated carbon
paper|heat-treated carbon paper, MX-0.1|heat-treated carbon
paper, and, MX-0.1|MX-0.1 are shown to have similar perfor-
mance in terms of capacities and efficiencies. The result of VRFB
tests on this electrode configuration is shown in Fig. 5. The
charge capacity and discharge capacity are shown in Fig. 5a and
b. The configuration heat-treated carbon paper|heat-treated
carbon paper, MX-0.1|heat-treated carbon paper, and MX-
0.1|MX-0.1 reach discharge capacity of 118 mA h, 120 mA h, and
118 mA h after 100 cycles, respectively. Untreated carbon paper-
|heat-treated carbon paper configuration experiences a sharp
decline in discharge capacity; only 3.4 mA h of discharge capacity
is available after 100 cycles. The configuration MX-0.5/MX-0.5
exhibits increasing discharge capacity, which reaches 123 mA h.
From the discharge capacity, electrolyte utilization is an
important metric to evaluate energy density, which is important
to reduce the total volume of the electrolyte. The electrolyte
utilization is defined as a ratio of measured discharge capacity

© 2024 The Author(s). Published by the Royal Society of Chemistry

to theoretical capacity (557 mA h).** Electrolyte utilization of
untreated carbon paper|heat-treated carbon paper, heat-treated
carbon paper|heat-treated carbon paper, MX-0.1|heat-treated
carbon paper, MX-0.1|MX-0.1, and MX-0.5|MX-0.5 after 100
cycles are 0.61%, 21.2%, 21.5%, 21.2%, and 22.0%, respectively.
It should be mentioned that the discharge capacity shows an
increase in the first couple of cycles due to using Nafion
membrane and is explained by the fast non-equilibrium elec-
trolyte crossover in the initial cycles.®***

The EE is shown in Fig. 5c¢, in which untreated carbon
paper|heat-treated carbon paper and MX-0.5|MX-0.5 show poor
EE over a 100-cycles, while heat-treated carbon paper|heat-treated
carbon paper, MX-0.1|heat-treated carbon paper, and MX-0.1|MX-
0.1 show minimal degradation in EE. The average energy effi-
ciencies are depicted in Fig. 5d. Overall, the average EE of MX-
0.1|heat-treated carbon paper is measured at 69%, slightly
surpassing the efficiency of MX-0.1|MX-0.1 at 68%. These values
represent an improvement compared to heat-treated carbon
paper|heat-treated carbon paper, which achieved an average EE of
67%. Conversely, untreated carbon paper|heat-treated carbon
paper demonstrated a significantly poorer EE, measuring only
53%. Remarkably, the tests involving VRFB electrodes with an
increased MXene loading up to 0.5 mg cm > did not exhibit EE
enhancements, as observed in MX-0.5|MX-0.5. Rather, a large
drop in average VE and CE is observed. We observed the lowest
average CE of 79% in MX-0.5|MX-0.5. However, the CV results
indicated that MX-0.5 exhibited a significantly high diffusion
coefficient and rate of reaction, as shown in Table 2. These
findings suggest that MX-0.5 possesses favorable kinetic proper-
ties for vanadium redox species. However, the battery test results
revealed that the CE for the MX-0.5 only reached 79% and the VE
to 56%. The decreased CE can be attributed to the reduced active
surface area and hydraulic permeability resulting from the high
loading of MXene in MX-0.5. The higher MXene loading likely
hinders effective transport by increasing flow resistance and non-
uniform distribution inside the electrode, causing a dead zone in
the cell compartment,** leading to lower average CE and average
VE. Thus, a battery test with MX-1 with MXene loading of 1 mg
em 2, which has a higher MXene loading than MX-0.5, was not
conducted.

Capacity retention is defined as a ratio of discharge capacity at
the 100th cycle to initial discharge.®” The capacity retention of
untreated carbon paper|heat-treated carbon paper is abysmal at
4.12%, resulting from the poor catalytic activity toward V(u)/V(i).
The cell setups heat-treated carbon paper|heat-treated carbon
paper, MX-0.1|heat-treated carbon paper, and MX-0.1|MX-0.1
show much higher capacity retention of 70.8%, 69.9%, and

RSC Adv, 2024, 14,12807-12816 | 12813
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Fig. 5 Battery performance tests were conducted with various electrode configurations over 100 cycles at a current density of 130 mA cm™ <.

2

The electrolyte consisted of 1.6 M vanadium and 2 M sulfuric acid, with a constant volumetric flow rate of 20 ml min~ maintained throughout all

tests. (a) Charge capacities, (b) discharge capacity, (c) energy efficiency,

69.2%, respectively. Despite the rapid increase in capacity
retention, reaching 144% after 100 cycles for MX-0.5|MX-0.5,
a phenomenon tentatively attributed to the increased wetting
of the carbon paper, charge capacity rapidly increases as well,
which reduces CE, and therefore, the average EE of the VRFB is
drastically reduced to 47%. While MX-0.1 and MX-0.5 show
similar diffusion coefficients and rates of reaction in CV, the
battery test shows that MX-0.5 is not suitable for VRFB because
the energy efficiency significantly drops after 40 cycles. With MX-
0.1, the energy efficiency and capacity are competitive with heat-
treated carbon paper, which is at 67%. MX-0.1 is employed on the
anodic side and on both the anodic and cathodic sides, which
exhibit an energy efficiency of 69% and 68%, respectively. Over-
all, MX-0.1 is a suitable candidate for heat-treated carbon paper
for a full-cell VRFB, with the possibility of optimizing the coating
density so that the decrease in the active surface area does not
hinder the VRFB's performance, as observed in MX-0.5. The
observed improvement in electrochemical performance, partic-
ularly in the case of MX-0.1, can be attributed to a combination of

12814 | RSC Adv, 2024, 14, 12807-12816

and (d) average energy efficiency.

factors associated with the unique properties of Ti;C,T, MXene.
The presence of oxygen, chlorine, and fluorine functional
groups, as evidenced by XPS analysis, contributes to the modi-
fication of the electrode surface, creating active sites that
promote the catalytic activity of V(u)/V(m) redox species. Addi-
tionally, the controlled MXene loading in MX-0.1 strikes
a balance, ensuring the preservation of a high surface area while
preventing excessive pore filling, which is crucial for maintaining
accessibility to electrochemically active sites and facilitating
electrolyte transport. Thus, the combination of surface func-
tional groups and maintaining electrode surface porous struc-
ture makes MX-0.1 a favorable choice for enhancing the overall
performance of the VRFB. Additionally, in instances where the
MXene coating on carbon paper exhibits non-uniformity, areas
lacking the MXene coating tend to mimic the behavior of
untreated carbon paper. Therefore, the electrode region of
insufficient MXene coating will not have catalytic activity towards
V() and V() as evident from the cyclic voltammogram in
Fig. 3b. Thus, ensuring a uniform coating becomes crucial.

© 2024 The Author(s). Published by the Royal Society of Chemistry


http://creativecommons.org/licenses/by/3.0/
http://creativecommons.org/licenses/by/3.0/
https://doi.org/10.1039/d4ra01380h

Open Access Article. Published on 19 April 2024. Downloaded on 1/15/2026 10:23:16 PM.

Thisarticleislicensed under a Creative Commons Attribution 3.0 Unported Licence.

(cc)

Paper

Conclusions

In this work, we have successfully demonstrated a straightfor-
ward drop-casting technique for coating MXene suspension
onto untreated carbon electrodes. This method eliminates the
need for heat treatment, binders, or any other pre-treatment
steps. Our findings indicate that this technique provides
a simple and viable alternative to modifying electrodes, yielding
electrochemical performance on par with the standard heat-
treatment approach. Analysis of SEM images revealed that the
MXene particles exhibited minimal agglomeration on the elec-
trode surface and evenly covered the carbon paper. However,
increasing the MXene loading could reduce the carbon paper
performance. The MX-0.1 with a MXene coating density of
0.1 mg cm > effectively preserved the exposed surface area of
the carbon paper, while higher loadings, i.e., MX-0.5 and MX-1.0
reduced the exposed surface area as the MXene flakes filled the
pores. Therefore, further investigation into optimal coating
density is needed to improve the battery's performance. Intro-
ducing Ti;C,T, MXene led to the detection of various termina-
tion groups, including oxygen, chlorine, and fluorine, on the
electrode surface. Using the MX-0.1 for both negative and
positive electrodes exhibited competitive battery performance
in terms of capacity at 118 mA h, which is equivalent to that of
a heat-treated carbon paper electrode, as well as an EE of 68%
compared to using all heat-treated carbon paper electrodes with
an EE of 67%. In conclusion, the drop-casting technique for
coating Ti;C,T, MXene onto carbon paper presents a compel-
ling alternative to the conventional heat treatment method.
This simple modification improved electrochemical perfor-
mance and eliminated complex pre-treatment steps. The find-
ings from this study open new possibilities for simple electrode
modification techniques in various applications. For future
research, it is crucial to thoroughly examine the long-term
battery cycling, explore different current densities, and further
optimize the coating density of MXene-coated carbon electrodes
to assess stability and catalytic activity. Additionally, gaining
insights into how MXene interacts with carbon paper and the
vanadium electrolyte is essential for advancing our under-
standing in this area.

Author contributions

Kavin Teenakul: conceptualization, methodology, validation,
investigation, writing - original draft, writing - review & editing.
Sayed Ali Ahmad Alem: conceptualization, methodology, review
& editing, investigation. Ritambhara Gond: writing - review &
editing, investigation. Anupma Thakur: validation, writing -
review & editing, advising. Babak Anasori: writing - review &
editing, advising. Amirreza Khataee: conceptualization, writing
- review & editing, advising.

Conflicts of interest

The authors declare that they have no known competing
financial interests or personal relationships that could have
appeared to influence the work reported in this paper.

© 2024 The Author(s). Published by the Royal Society of Chemistry

View Article Online

RSC Advances

Acknowledgements

This work was supported by the Swedish Energy Agency (P2021-
90002). The authors at KTH thank Standup for energy for
funding support.

References

1 M. Yekini Suberu, M. Wazir Mustafa and N. Bashir,
Renewable Sustainable Energy Rev., 2014, 35, 499-514.

2 M. Skyllas-Kazacos, L. Cao, M. Kazacos, N. Kausar and
A. Mousa, ChemSusChem, 2016, 9, 1521-1543.

3 J.Ma, Y. Li, N. S. Grundish, J. B. Goodenough, Y. Chen, L. Guo,
Z.Peng, X. Qi, F. Yang, L. Qie, C.-A. Wang, B. Huang, Z. Huang,
L. Chen, D. Su, G. Wang, X. Peng, Z. Chen, J. Yang, S. He,
X. Zhang, H. Yu, C. Fu, M. Jiang, W. Deng, C.-F. Sun, Q. Pan,
Y. Tang, X. Li, X. Ji, F. Wan, Z. Niu, F. Lian, C. Wang,
G. G. Wallace, M. Fan, Q. Meng, S. Xin, Y.-G. Guo and
L.-J. Wan, J. Phys. D: Appl. Phys., 2021, 54, 183001.

4 E. Sanchez-Diez, E. Ventosa, M. Guarnieri, A. Trovo, C. Flox,
R. Marcilla, F. Soavi, P. Mazur, E. Aranzabe and R. Ferret, J.
Power Sources, 2021, 481, 228804.

5 Z. He, Y. Lv, T. Zhang, Y. Zhu, L. Dai, S. Yao, W. Zhu and
L. Wang, Chem. Eng. J., 2022, 427, 131680.

6 B. Sun and M. Skyllas-Kazacos, Electrochim. Acta, 1992, 37,
1253-1260.

7 A. M. Pezeshki, J. T. Clement, G. M. Veith, T. A. Zawodzinski
and M. M. Mench, J. Power Sources, 2015, 294, 333-338.

8 B. Sun and M. Skyllas-Kazacos, Electrochim. Acta, 1992, 37,
2459-2465.

9 L. Yue, W. Li, F. Sun, L. Zhao and L. Xing, Carbon, 2010, 48,
3079-3090.

10 A. Hassan and T. Tzedakis, J. Energy Storage, 2019, 26, 100967.

11 W. Zhang, J. Xi, Z. Li, H. Zhou, L. Liu, Z. Wu and X. Qiu,
Electrochim. Acta, 2013, 89, 429-435.

12 F. Mohammadi, P. Timbrell, S. Zhong, C. Padeste and
M. Skyllas-Kazacos, J. Power Sources, 1994, 52, 61-68.

13 A. Bourke, M. A. Miller, R. P. Lynch, X. Gao, J. Landon,
J. S. Wainright, R. F. Savinell and D. N. Buckley, J.
Electrochem. Soc., 2015, 163, A5097.

14 K. J. Kim, M.-S. Park, Y.-J. Kim, J. H. Kim, S. X. Dou and
M. Skyllas-Kazacos, J. Mater. Chem. A, 2015, 3, 16913-16933.

15 A. W. Bayeh, D. M. Kabtamu, Y.-C. Chang, T. H. Wondimu,
H.-C. Huang and C.-H. Wang, Sustainable Energy Fuels,
2021, 5, 1668-1707.

16 K. J. Kim, Y.-J. Kim, J.-H. Kim and M.-S. Park, Mater. Chem.
Phys., 2011, 131, 547-553.

17 B. Li, M. Gu, Z. Nie, Y. Shao, Q. Luo, X. Wei, X. Li, J. Xiao,
C. Wang, V. Sprenkle and W. Wang, Nano Lett., 2013, 13,
1330-1335.

18 C. Sun, E. Negro, K. Vezzu, G. Pagot, G. Cavinato, A. Nale,
Y. Herve Bang and V. Di Noto, Electrochim. Acta, 2019, 309,
311-325.

19 H. Zhou, Y. Shen, J. Xi, X. Qiu and L. Chen, ACS Appl. Mater.
Interfaces, 2016, 8, 15369-15378.

20 K. ].Kim, M.-S. Park, J.-H. Kim, U. Hwang, N. J. Lee, G. Jeong
and Y.-J. Kim, Chem. Commun., 2012, 48, 5455-5457.

RSC Adv, 2024, 14,12807-12816 | 12815


http://creativecommons.org/licenses/by/3.0/
http://creativecommons.org/licenses/by/3.0/
https://doi.org/10.1039/d4ra01380h

Open Access Article. Published on 19 April 2024. Downloaded on 1/15/2026 10:23:16 PM.

Thisarticleislicensed under a Creative Commons Attribution 3.0 Unported Licence.

(cc)

RSC Advances

21 M. Park, Y. Jung, J. Kim, H. il Lee and J. Cho, Nano Lett.,
2013, 13, 4833-4839.

22 M. Park, J. Ryu, Y. Kim and J. Cho, Energy Environ. Sci., 2014,
7, 3727-3735.

23 S. Wang, X. Zhao, T. Cochell and A. Manthiram, J. Phys.
Chem. Lett., 2012, 3, 2164-2167.

24 Z. Gonzalez, S. Vizireanu, G. Dinescu, C. Blanco and
R. Santamaria, Nano Energy, 2012, 1, 833-839.

25 M. Naguib, M. Kurtoglu, V. Presser, J. Lu, J. Niu, M. Heon,
L. Hultman, Y. Gogotsi and M. W. Barsoum, Adv. Mater.,
2011, 23, 4248-4253.

26 A. Thakur, N. Chandran B.S., K. Davidson, A. Bedford,
H. Fang, Y. Im, V. Kanduri, B. C. Wyatt, S. K. Nemani,
V. Poliukhova, R. Kumar, Z. Fakhraai and B. Anasori, Small
Methods, 2023, 7, 2300030.

27 A. S. Zeraati, S. A. Mirkhani, P. Sun, M. Naguib, P. V. Braun
and U. Sundararaj, Nanoscale, 2021, 13, 3572-3580.

28 Z. Ling, C. E. Ren, M.-Q. Zhao, ]J. Yang, J. M. Giammarco,
J. Qiu, M. W. Barsoum and Y. Gogotsi, Proc. Natl. Acad. Sci.
U. S. A, 2014, 111, 16676-16681.

29 V. Kamysbayev, A. S. Filatov, H. Hu, X. Rui, F. Lagunas,
D. Wang, R. F. Klie and D. V. Talapin, Science, 2020, 369,
979-983.

30 Y. Gogotsi and Q. Huang, ACS Nano, 2021, 15, 5775-5780.

31 B. Anasori, M. Naguib and G. Editors, MRS Bull., 2023, 48,
238-244.

32 P. Saravanan, S. Rajeswari, J. A. Kumar, M. Rajasimman and
N. Rajamohan, Chemosphere, 2022, 286, 131873.

33 X. Li, Z. Huang, C. E. Shuck, G. Liang, Y. Gogotsi and C. Zhi,
Nat. Rev. Chem, 2022, 6, 389-404.

34 B. Anasori, M. R. Lukatskaya and Y. Gogotsi, Nat. Rev. Mater.,
2017, 2, 1-17.

35 J. Qiao, L. Kong, S. Xu, K. Lin, W. He, M. Ni, Q. Ruan,
P. Zhang, Y. Liu, W. Zhang, L. Pan and Z. Sun, Energy
Storage Materials, 2021, 43, 509-530.

36 P. A. Shinde, A. M. Patil, S. Lee, E. Jung and S. C. Jun, J.
Mater. Chem. A, 2022, 10, 1105-1149.

37 J. Nan, X. Guo, J. Xiao, X. Li, W. Chen, W. Wu, H. Liu,
Y. Wang, M. Wu and G. Wang, Small, 2021, 17, 1902085.

38 A. Bourke, D. Oboroceanu, N. Quill, C. Lenihan, M. A. Safi,
M. A. Miller, R. F. Savinell, J. S. Wainright, V. SasikumarsSP,
M. Rybalchenko, P. Amini, N. Dalton, R. P. Lynch and
D. N. Buckley, J. Electrochem. Soc., 2023, 170, 030504.

39 C. Choi, H. Noh, S. Kim, R. Kim, ]. Lee, J. Heo and H.-T. Kim,
J. Energy Storage, 2019, 21, 321-327.

40 A.V. Mizrak, S. Uzun, B. Akuzum, L. Agartan, Y. Gogotsi and
E. C. Kumbur, J. Electrochem. Soc., 2021, 168, 090518.

41 M. Jing, X. Li, H. Yu, X. An, Z. Liu, A. Zhang, X. Qin, C. Li and
D. Fang, Chem. Eng. J., 2023, 455, 140789.

42 L. Wei, C. Xiong, H. R. Jiang, X. Z. Fan and T. S. Zhao, Energy
Storage Materials, 2020, 25, 885-892.

43 T. S. Mathis, K. Maleski, A. Goad, A. Sarycheva, M. Anayee,
A. C. Foucher, K. Hantanasirisakul, C. E. Shuck, E. A. Stach
and Y. Gogotsi, ACS Nano, 2021, 15, 6420-6429.

44 J. A. Hochhaus and H. Nakajima, LG4X-V2 project, Python
Imfit package for XPS curve fitting analysis, 2023, DOI:
10.5281/zenodo.7777422.

12816 | RSC Adv, 2024, 14, 12807-12816

View Article Online

Paper

45 A. ]J. Bard, L. R. Faulkner and H. S. White, Electrochemical
Methods: Fundamentals and Applications, Wiley, Hoboken,
NJ, 3rd edn, 2022.

46 M. Jing, C. Li, X. An, Z. Xu, J. Liu, C. Yan, D. Fang and X. Fan,
Front. Chem., 2020, 8, 502.

47 H. Wang, S. Y. Sayed, E. J. Luber, B. C. Olsen, S. M. Shirurkar,
S. Venkatakrishnan, U. M. Tefashe, A. K. Farquhar,
E. S. Smotkin, R. L. McCreery and J. M. Buriak, ACS Nano,
2020, 14, 2575-2584.

48 X. L. Zhou, Y. K. Zeng, X. B. Zhu, L. Wei and T. S. Zhao, J.
Power Sources, 2016, 325, 329-336.

49 H. R. Jiang, B. W. Zhang, J. Sun, X. Z. Fan, W. Shyy and
T. S. Zhao, J. Power Sources, 2019, 440, 227159.

50 X. L. Zhou, T. S. Zhao, Y. K. Zeng, L. An and L. Wei, J. Power
Sources, 2016, 329, 247-254.

51 D. R. Baer, K. Artyushkova, C. Richard Brundle, J. E. Castle,
M. H. Engelhard, K. J. Gaskell, J. T. Grant, R. T. Haasch,
M. R. Linford, C. J. Powell, A. G. Shard, P. M. A. Sherwood
and V. S. Smentkowski, J. Vac. Sci. Technol, A, 2019, 37, 031401.

52 D. Fang, F. He, J. Xie and L. Xue, J. Wuhan Univ. Technol.,
Mater. Sci. Ed., 2020, 35, 711-718.

53 M. Micusik, M. Slouf, A. Stepura, Y. Soyka, E. Ovodok,
M. Prochazka and M. Omastova, Appl. Surf. Sci., 2023, 610,
155351.

54 J. Halim, K. M. Cook, M. Naguib, P. Eklund, Y. Gogotsi,
J. Rosen and M. W. Barsoum, Appl. Surf. Sci., 2016, 362,
406-417.

55 Y. Chae, S. ]J. Kim, S.-Y. Cho, J. Choi, K. Maleski, B.-]. Lee,
H.-T. Jung, Y. Gogotsi, Y. Lee and C. W. Ahn, Nanoscale,
2019, 11, 8387-8393.

56 C.J. Zhang, S. Pinilla, N. McEvoy, C. P. Cullen, B. Anasori,
E. Long, S.-H. Park, A. Seral-Ascaso, A. Shmeliov,
D. Krishnan, C. Morant, X. Liu, G. S. Duesberg, Y. Gogotsi
and V. Nicolosi, Chem. Mater., 2017, 29, 4848-4856.

57 T. Bashir, S. A. Ismail, J. Wang, W. Zhu, J. Zhao and L. Gao, J.
Energy Chem., 2023, 76, 90-104.

58 M. Mozafari and M. Soroush, Mater. Adv., 2021, 2, 7277-7307.

59 N. Elgrishi, K. J. Rountree, B. D. McCarthy, E. S. Rountree,
T. T. Eisenhart and J. L. Dempsey, J. Chem. Educ., 2018, 95,
197-206.

60 M.-A. Goulet, M. Skyllas-Kazacos and E. Kjeang, Carbon,
2016, 101, 390-398.

61 I. Derr, D. Przyrembel, J. Schweer, A. Fetyan, J. Langner,
J. Melke, M. Weinelt and C. Roth, Electrochim. Acta, 2017,
246, 783-793.

62 B. Jiang, L. Wu, L. Yu, X. Qiu and J. Xi, J. Membr. Sci., 2016,
510, 18-26.

63 A. Khataee, D. Pan, ]J. S. Olsson, P. Jannasch and
R. W. Lindstrom, J. Power Sources, 2021, 483, 229202.

64 E. Lallo, A. Khataee and R. W. Lindstrom, Processes, 2022, 10,
270.

65 A. Bhattarai, N. Wai, R. Schweiss, A. Whitehead, T. M. Lim
and H. H. Hng, J. Power Sources, 2017, 341, 83-90.

66 L. Pan, J. Sun, H. Qi, M. Han, L. Chen, J. Xu, L. Wei and
T. Zhao, J. Power Sources, 2023, 570, 233012.

67 K. R. Nagde and S. J. Dhoble, Energy Mater., 2021, 335-371.

© 2024 The Author(s). Published by the Royal Society of Chemistry


https://doi.org/10.5281/zenodo.7777422
http://creativecommons.org/licenses/by/3.0/
http://creativecommons.org/licenses/by/3.0/
https://doi.org/10.1039/d4ra01380h

	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study
	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study
	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study
	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study
	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study
	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study
	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study
	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study
	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study

	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study
	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study
	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study
	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study
	Treatment of carbon electrodes with Ti3C2Tx MXene coating and thermal method for vanadium redox flow batteries: a comparative study


