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Abstract: Sb-doped SnO; (SnO,-Sb) coatings show superiority in degrading toxic and refractory
organic pollutants. SnO,-Sb coatings can be prepared by oxidizing electrodeposited Sn-Sb coatings
through an annealing process. The properties and structure of SnO,-Sb coatings can be tailored by ad-
justing the preparation parameters. This study examines the effects of crucial preparation parameters
on the performance of SnO,-Sb coatings, with the aim of enhancing their properties.Determining the
coatings’ cross-sectional and surface characteristics was accomplished using various characterization
techniques. A thorough investigation of the prepared samples’ phase and element components was
also carried out. Based on the findings, the surface roughness of the prepared Sn-Sb precoating
changed with increasing current density, yet the primary surface features of the SnO,-Sb coatings
were hardly altered by the annealing process. Without lowering the coating thickness, the appropriate
current density of 30 mA/cm? produced a rough and active coating surface. Our study’s proper
annealing temperature of 600 °C transformed Sn-Sb precoating into SnO,-Sb coating and achieved
excellent coating quality.While changes in the Sb content affected the morphology of the prepared
SnO;,-Sb coatings, the mixed oxide coatings’ cassiterite SnO, phase was unaffected. These results
may provide insights into the optimized use of SnO,-Sb coatings in various applications.

Keywords: SnO,-Sb; electrodeposition; structures

1. Introduction

Environmental pollution caused by industrial waste is regarded as a significant issue.
The use of electrocatalytic oxidation for the treatment of refractory effluents has been
extensively investigated along with rapid industrialization worldwide [1-3]. The anode
material plays a vital role in electrocatalytic oxidation reactions, which determines the
oxidation efficiency and final oxidation products [4,5]. Given its stable size, long life, high
electrocatalytic performance, and low cost, the dimensional stable anode (DSA) electrode is
a promising electrocatalytic anode material. Among the DSA electrodes, the titanium-based
Sb-doped SnO; (Ti/SnO,-Sb) electrode has shown superiority in degrading various organic
pollutants, especially in treating toxic organic pollutants and some refractory organic
pollutants [6-8].

So far, multiple preparation methods, including thermal decomposition, electrode-
position, and chemical vapor deposition, are available to obtain SnO,-Sb coatings on a
Ti substrate [9,10]. Although thermal decomposition has been used extensively to make
SnO,-Sb coatings, the complex procedures make preparation challenging, and its open
structure results in an inferior service life. In contrast, the electrodeposition technique has
recently been developed by researchers to create SnO,-Sb coatings [11]. Electrodeposition
demonstrates its high efficiency and compatibility in coating preparation. For instance,
Ding and co-authors produced SnO;-Sb coatings on a titanium substrate by cathodic elec-
trodeposition and annealing, which revealed a cluster structure on the coatings’ surface. Wu
and colleagues created SnO,-Sb coatings on TiO, nanotubes using pulse electrodeposition
to achieve a solid electrochemical oxidation ability and high oxygen evolution potential.
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SnO,-Sb coatings’ structure and properties could be carefully tailored by altering their
preparation parameters [12-14]. Subtle variations in the electrodeposition process affect the
resulting properties, and preparation parameters determine the structure and components
of the coatings produced.When preparing SnO,-Sb by the electrodeposition method, many
crucial preparation parameters are present, including Sb concentration, current density, and
annealing temperature [15-17]. For example, Qing Ni investigated the effects of Sb content
on the degradation performance of SnO,-Sb coatings prepared by the electrodeposition
method [18]. Despite this, there are intricate correlations between coating properties and
preparation conditions, as these parameters are not independent of each other [19,20]. Such
correlations have been examined extensively, in which the outcomes from different studies
may sometimes not be comparable due to the various preparation processes. The critical
characteristics of prepared coatings, such as active areas and long-term stability, are directly
determined by preparation parameters such as current density and annealing temperature.
Therefore, in-depth research is still very much needed on the precise impact of these crucial
preparation parameters on SnO;-Sb coatings [21-24].

This work successfully prepared SnO,-Sb coatings on Ti substrates by the electrode-
position method from a sulfate medium [25]. This study attempts to demonstrate a clear
correlation between the essential parameters and characteristics of SnO,-Sb coatings. The
effects of Sb concentration, current density, and annealing temperature on the structure
and constituents of the coatings produced were comprehensively investigated.This study’s
findings could advance the understanding of SnO,-Sb electrodeposition preparation and
pave the way for improving its electrochemical performance in the future.

2. Experiments and Materials
2.1. Pretreatments of Ti Substrates

Pure Ti sheets, which were 15 mm X 15 mm X2 mm in size, were used in this study.
The chemicals used were supplied by Aladdin Co. (Shanghai, China) as analytical reagents
and used as received.Grounding and sandpaper polishing up to a 2000 mesh were used
to finish the titanium sheet. The polished titanium sheet was placed in a 15 wt.% NaOH
aqueous solution at 85 °C for 2 h at a constant temperature. The alkaline treated titanium
sheet was immersed in a 12 wt.% oxalic acid solution at 85 °C for 3 h, followed by ultrasonic
washing for 10 min.

2.2. Preparation of Sn-Sb Precoatings

By electrodeposition of the cathode current in a sulfate electroplating medium, SnO,-
Sb coatings were produced on pretreated Ti substrates. The sulfate electrolyte consisted
of 65 mL/L HySO;4 (sulphuric acid), 10 g/L SnSO; (stannic sulfate), 0.25~0.75 g/L SbCl3
(antimony chloride), 2 g/L C12H16011 (gelatin), and 1 g/L C¢HgO; (p-dihydroxybenzene).
The ratios of Sb/Sn in atomic percentages in the electrolytes were 2.5%, 5.0%, and 7.5%
in the electrodeposition process. A pretreated titanium sheet served as the cathode and
a tinplate (40 mm by 40 mm) served as the anode for the electrolytic cell. At a specific
current density (10, 20, 30, 40, and 50 mA / cm?), cathodic electrodeposition was performed
at a stirring speed of 300 rpm. The electroplating time was 10 min and the temperature
was 30 °C. After the cathodic electrodeposition, the Sn-Sb precoating was prepared on the
Ti substrate.

2.3. Preparation of SnO,-Sb Coatings

Further oxidation treatment was necessary to obtain the SnO,-Sb coatings. The as-
prepared Sn-Sb precoatings were transferred into oxides in a muffle furnace for annealing
treatment at certain temperatures (500, 600, 700 °C) for 10 h, followed by air cooling to
obtain the SnO,-5b coatings.



Coatings 2023, 13, 866

30f12

2.4. Characterization Tests

A scanning electron microscope (SEM, ProX, Phenom; Eindhoven, The Netherlands)
was used to determine the coatings’ surface and cross-sectional structures, and an em-
bedded energy dispersive spectrometer (EDS) detector was used for elemental analysis.
The phase components were identified using an X-ray diffraction (XRD-6000X; Shimadzu,
Kyoto, Japan) machine with Cu Ka radiation (Rouse = 1.54056 U).X-ray photoelectron
spectroscopy (XPS, ESCALAB 250Xi; Thermo Fisher Scientific, Waltham, MA, USA) was
utilized to analyze elemental details.

3. Results and Discussion
3.1. Effects of Current Density

Figure 1 shows the surface morphologies and elemental compositions of the electrode-
posited Sn-Sb precoatings and annealed SnO,-5Sb coatings. The prepared Sn-Sb precoatings’
surface features were smooth and dense at low current densities (10 and 20 mA /cm?),
as depicted in Figure la,c. As the current density increased to 30 mA /cm?, tiny pores
began to appear on the precoating surface, resulting in a significant increase in surface
roughness (Figure 1e). However, when the current density increased to 50 mA/cm?, the
5Sn-Sb precoatings revealed a non-uniform surface morphology, making the coating quality
inferior as shown in Figure 1i.

The surface characteristics of the SnO;-Sb coatingswere hardly altered compared to the
5n-Sb precoatings, even though the precoatings were oxidized; their surface morphology
was largely preserved. It can be seen that the SnO,-Sb coatings had relatively flat surface
features when prepared at 10 and 20 mA /cm?, and their coating surface was dense and
had few pores as indicated in Figure 1b,d. When the current density reached 30 mA /cm?
as shown in Figure 1f, the SnO,-Sb coatings exhibited a cluster-like surface structure, where
the small crystallites coalesced into numerous surface clusters. However, by increasing the
current density to 40 and 50 mA /cm?, as shown in Figure 1h,j, the agglomeration process
became more evident and prominent pores appeared. In the meantime, the surface clusters
became smaller and their number increased.

Polarization behavior could explain the variations in surface morphology at the increas-
ing current densities during the electrodeposition process [26]. Precisely, the polarization
effect was enhanced due to the high overpotential caused by the high current density, dur-
ing which the side reaction of hydrogen evolution was intensified. The release of hydrogen
gas created surface pores and protrusions, significantly altering the surface morphology of
the precoatings.

The attached elemental data support the preparation of the precoatings and SnO,-
Sb coatings [27]. Sn dominated the prepared precoatings, but it is noteworthy that an
increasing current density resulted in higher Sb content in the Sn-Sb precoatings. This
variation in elemental composition occurred due to the different reduction potentials of Sn
and Sb. The increased Sb content during precoating at higher current densities could be
attributed to a greater reduction overpotential of the Sb electrodeposition reactions [28].

Figure 2 shows the XRD diffractograms of the Sb-Sn precoatingsand SnO,-Sb coatings
prepared at different current densities. The positions of the diffraction peaks are consistent
with the standard Sn (JCPDS:04-0673) and Sb (JCPDS:33-0118) diffractograms, which proves
the successful electrodeposition of Sn and Sb on the Ti substrates. In all samples, the
dominant peaks originated from Sn. It should be noted that the increased current density
reduced the intensity of the most significant Sn diffraction peaks, which indicates the
refined grain size under the high current density. It has extensively been reported that
small grain sizes are correlated with the high overpotential at a high applied current
density [29,30]. Inaddition, a higher current density above 30 mA /cm? led to a higher
content of Sb in the precoatings, as indicated by more Sb peaks recorded in the profiles,
which agrees with previous EDS data.
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Figure 1. Surface morphologies and elemental compositions of Sn-Sb precoatings prepared at different
current densities: (a) 10 mA /cm?, (c) 20 mA/cm?, (e) 30 mA /cm?, (g) 40 mA /cm?, (i) 50 mA /cm?.
Morphologies and elemental compositions ofSnO,-Sb coatings prepared at different current densities:
(b) 10 mA /cm?, (d) 20 mA /cm?, (f) 30 mA/cm?, (h) 40 mA /cm?, (j) 50 mA /cm?.

Despitethe XRD pattern differences for the precoatings under different current den-
sities, the annealed SnO;-Sb coatings show similar phase constituents for all samples
(Figure 2b). Most diffraction peaks belonged to SnO,, while no peaks from the antimony
oxide were detected in the coatings.
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Figure 2. XRD diffractograms recorded of (a) Sn-Sb precoatings and (b) SnO,-Sb coatings prepared
at different current densities.

The cross-sectional morphologies of the samples prepared by different current densi-
ties were also determined, as depicted in Figure 3. The SnO,-Sb layer was electrodeposited
on the Ti substrates for all samples. When the current density was below 30 mA/ cm?, the
prepared SnO,-Sb coating was well-coated, fully covering the substrate with a good quality.
The estimated thickness of the SnO,-Sb coating increased from ~14 um at 10 mA / cm? to
~23 um at 30 mA /cm?.

10 pm 10 pm
g B

Figure 3. Cross-sectional morphologies of SnO,-Sb coatings prepared at different current densities:
(@) 10 mA /cm?, (b) 20 mA /cm?, () 30 mA /cm?, (d) 40 mA /cm?, (e) 50mA /cm?.

When the current density was higher than 30 mA /cm?, a notable morphologic change
trend could be noted: the higher the applied current density, the thinner the coated SnO,-
Sb coating (i.e., 5~10 um). The observed phenomena match the surface observations of
the samples, which suggests that an open coating surface correlates with a small coating
thickness. To further verify such phenomena, we carried out the cross-sectional images for
typical samples using a different preparation method. Specifically, we cut the plate sample
directly and performed SEM observation without polishing or grounding, which helped
to avoid the possible detachment of a porous coating. We found a consistent trend in that
an excessively high current density resulted in a thinner coating and a relatively porous
surface structure, as shown in Figure S1 in the Supplementary Materials.
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Under a high current density, the intense hydrogen evolution consumedmuch of the
charge in the electrodeposition process. The release of hydrogen gas gives an open surface
and leads to a thinner coating. The subsequent annealing treatment hardly changed such
variation trends.

XPS measurements were carried out to analyze the chemical state of the surface
elements for the prepared SnO,-Sb coatings, as shown in Figure 4. Figure 4a shows
the overall spectrum. The annealing treatment oxidized the precoating into its oxide
form. Figure 4b—d revealed that Sb3* and Sb>* were present in the SnO,-Sb coatings,
corresponding to the two oxidation states for Sb that existed in the SnO; lattice. Moreover,
Opat (i-e., lattice oxygen species) and O,q4s (hydroxyl oxygen species) are the two oxygen
species that were identified, consistent with previous research [31].

On the basis of the XPS analysis, Table 1 illustrates the calculated ratios of Sb°* /Sb3+
and O,gs/Olt- The higher proportion of Sb>* /Sb3* indicates that there was an adequate
oxidation reaction during annealing. Generally speaking, Sb°* is the prominent electron
donor for SnO,-Sb coatings. The current density of 30 mA /cm? generated a more conduc-
tive coating with a higher proportion of Sb> /Sb%*. Increased Sb®* content gave rise to
improved conductivity and an active surface. The lattice oxygen was reduced at the same
time as the natural suppliers of oxygen vacancies were suppressed.
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Figure 4. XPS spectra recorded of samples prepared at different current densities: (a) full spectrum;
(b) O and Sbspectra detected of the samples prepared with the current density of 10 mA/cm?,
(c) 30 mA /cm?, (d) 50 mA /cm?.
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Table 1. Calculated atomic ratios for the samples prepared at different current densities.

. i AtomicRatio
Applied Current Density
Sb5*/Sb3+ 0,4s/O1at
10 mA /cm? 1.24 0.53
30 mA/cm? 1.52 0.72
50 mA /cm? 1.36 0.61

The surface characteristics of SnO,-Sb coatings, such as roughness, conductivity, and
active areas, are essential to determine for their potential applications, such as electro-
chemical catalysis and energy storage. Furthermore, the coatings’ complete coverage of
the substrate used is a premise in its applications. In this regard, it is possible to subtly
customize SnO,-Sb coatings’ surface morphology for various usages by varying their elec-
trodeposition parameters. In this regard, our study could be a reference for related research.

3.2. Effects of Annealing Temperature

Theeffects of annealing temperature on the oxide layers were also comprehensively
investigated. The experiments used a current density of 30 mA/cm?, considering their
rough surface and good coating quality. Heat treatment temperatures of 500, 600, and
700 °C were applied to prepare the SnO,-Sb, Oy coatings.

Figure 5 presents the surface information of the oxide coatings. It should be noted that
the annealing temperature of 500 °C could not fabricate a rough surface morphology, as
indicated in Figure 5a,b, where a relatively flat surface consisting of rectangular crystals was
observed for the SnO;-Sb coatings. In contrast, a higher heating temperature of 600 °C gave
a distinct surface morphology showing numerous cauliflower-shaped crystals. Further
increasing the temperature to 700 °C turned the coating into a relatively non-uniform
surface made up of separate spheres.

Figure 5. Surface morphologies and magnification plots of SnO,-Sb coatings prepared at different
annealing temperatures: (a) 500 °C, (b) 500 °C magnification, (c) 600 °C, (d) 600 °C magnification,
(e) 700 °C, (f) 700 °C magnification.
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The phase constituents for the samples prepared at different heating temperatures are
presented in Figure 6. At the temperature of 500 °C, sharp SnO; peaks were detected, yet a
minor Sn peak still existed in the coatings. This indicates an inadequate oxidation process
at a low temperature, which harmed the coating performance. The annealing treatment
under an increased temperature entirely changed the coatings into their oxide form. It
sharpened the SnO, diffraction peaks due to the promoted grain growth process at a higher
oxidation temperature.

*SnO, ¢Sn0 «Sn sl
— 600 °C
o — 700 °C
S .
=
£
2
% J A St s e
E
0 PR
-
20'30I40I50'60I70'80'90
2 Theta/degree

Figure 6. XRD patterns recorded of the SnO,-Sb coatings prepared at different annealing temperatures.

Cross-sectional information was recorded and is displayed in Figure 7. The annealing
treatment at a low temperature of 500 °C could not transform the precoatings into their
oxide form, and a limited coating thickness of ~13 um was observed, as shown in Figure 7a.
The annealing treatment at 600 °C resulted in a much thicker and uniform coating with a
thickness of ~23 um, as depicted in Figure 7b. However, under an excessively high temper-
ature at 700 °C, the thickness distribution of the oxide coating became much less uniform,
as shown in Figure 7c, which agrees with the surface morphologic observations above.

Figure 7. Cross-sectional morphologies of SnO,-Sb coatings prepared at different annealing tempera-
tures: (a) 500 °C, (b) 600 °C, (c) 700 °C.

The annealing temperature alters the oxidation process significantly [32-34], during
which Sn-Sb precoatingsare transformed into SnO,-Sb coatings. As proposed by our study,
selecting a proper annealing temperature is of great importance: a low temperature cannot
fully oxidize the precoatings and a high temperature causes severe non-uniformity. In
contrast, our study’s proper annealing temperature of 600 °C preparedSnO,-Sb coatingsof
an excellent quality.
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3.3. Effectsof Sb Concentration on Electrolytes

This research also investigated the effects of Sb concentration on the electrolytes within
the prepared coatings. Three different concentrations of 2.5%, 5.0%, and 7.5% (Sb: Sn in
atomic percentagesof electrolytes) were selected for the experiments. Figure 8 presents the
surface morphologies and elemental results recorded on the Sn-Sb precoatings and SnO,-Sb
coatings. A small concentration at 2.5% caused a relatively flat surface morphology with
some spherical crystals. When a 5.0% Sb concentration was applied, more rough and open
surface features were attained. However, upon further increasing the Sb concentration
to 7.5%, a flatter surface morphology was obtained for the precoating, causing a non-
uniform surface morphology for the oxide coating after the annealing treatment, as shown
in Figure 8f.

In addition, the EDS results presented in Figure 8 indicate that the increasing Sb
concentration in the electrodeposition directly resulted in higher Sb content in the prepared
coatings. It should be noted that the Sb content in the Sn-Sb coatingswas higher than in the
electrolytes, resulting from the higher overpotential of Sn reduction reactions [35].

Sn-Sb precoatings SnO,-Sb coatings
-’Y‘ = “ Atomic percentage S i~ A(ommper(emagesz.g“‘
8 sb 302% P 4406 %
Jr90%
®

Atomic percentage Atomic percentage

. sn 92.65 % P s0.08 %
gry s> M73sx P 4623 %
203
5 l369%
®
Atomic percentage Atomic percentage
sn [ ss.40% P se.43 %
sb [l 14.60% P 36.38%
faarox
®

100pm

Figure 8. Surface morphologies and elemental compositions of Sn-Sb precoatingsandSnO;-Sb coat-
ings prepared at different Sb concentrations: (a) 2.5%, (c) 5.0%, (e) 7.5%.Morphologies and elemental
compositions ofSnO,-Sb coatings prepared at different Sb concentrations: (b) 2.5%, (d) 5.0%, (£f) 7.5%.

The phase constituents of the prepared samples are presented in Figure 9. The Sn-Sb
precoatings were electrodeposited on the Ti substrates for all samples, as shown in Figure 9a.
The high Sb content in the electrolytes gave rise to several Sb peaks appearing for the Sn-Sb
precoatings. Interestingly, the increased Sb concentration gave no Sb,Oy diffraction peak
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in the patterns, indicating that the Sb was doped by substituting the Sn in the lattice.The
activity of mixed oxides was significantly affected by Sb doping. In the case of pure SnO5,
the non-conductivity made them unsuitable anode materials. The phase composition of the
SnO,-Sb coatings may be influenced by the doping level, which in turn, impacts electrical
conductivity. The cassiterite SnO, was present in the mixed oxide. By substituting Sn**
ions with doped Sb at their locations, the extra valence electrons in Sb acted as donors and
SnO, was more conductive [36].
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Figure 9. XRD diffractograms recorded of (a) Sn-Sb precoatings and (b) SnO,-Sb coatings prepared
at different Sb concentrations.

4. Conclusions

This study examined how the properties of SnO,-Sb coatings are affected by different
preparation parameters. Sn-Sb coatings were electrodeposited and then oxidized into
5SnO;-5b coatings through an annealing treatment. Increasing the current density altered
the surface roughness of the prepared Sn-Sb precoatings, but the annealing treatment did
not significantly alter the primary surface features of the SnO,-Sb coatings. The suitable
current density of 30 mA /cm? created a rough, active coating surface without a decrease in
the coating thickness.

Our study’s proper annealing temperature of 600 °C transformed Sn-Sb precoatings
into SnO,-Sb coatings and achieved an excellent coating quality. The change in Sb content
affected the morphologic features of the prepared SnO,-Sb coatings but did not vary the
cassiterite SnO; phase in the mixed oxide coatings.

Supplementary Materials: The following supporting information can be downloaded at: https:
/ /www.mdpi.com/article/10.3390/coatings13050866/s1, Figure S1: The cross-sectional images
taken on the samples made by different method: the plate sample was directly cut and vertically
observed without polishing or grounding.

Author Contributions: Conceptualization, Z.H. and Y.W.; methodology, C.Y.; validation, Z.H.;
formal analysis, Y.W.; investigation, C.Y.; resources, Z.H.; data curation, J.L.; writing—original
draft preparation, Z.H.; writing—review and editing, C.Y., Z.M. and Y.W,; funding acquisition, Z.H.
All authors have read and agreed to the published version of the manuscript.

Funding: This work was supported by the Natural Science Foundation of Jiangsu Province under
Grant No. BK20201008.

Institutional Review Board Statement: Not applicable.
Informed Consent Statement: Not applicable.

Data Availability Statement: Not applicable.


https://www.mdpi.com/article/10.3390/coatings13050866/s1
https://www.mdpi.com/article/10.3390/coatings13050866/s1

Coatings 2023, 13, 866 11 of 12

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

References

1. Shao, D.; Yan, W,; Li, X.; Yang, H.; Xu, H. A Highly Stable Ti/TiHx/Sb-SnO, Anode: Preparation, Characterization and
Application. Ind. Eng. Chem. Res. 2014, 53, 3898-3907. [CrossRef]

2. Zhang, B.; Chen, M.; Zhang, C.; He, H. Electrochemical oxidation of gaseous benzene on a Sb-5nO, /foam Ti nano-coating
electrode in all-solid cell. Chemosphere 2019, 217, 780-789. [CrossRef] [PubMed]

3. Shao, D.; Chu, W,; Li, X;; Yan, W.; Xu, H. Electrochemical oxidation of guaiacol to increase its biodegradability or just remove
COD in terms of anodes and electrolytes. RSC Adv. 2016, 6, 4858-4866. [CrossRef]

4.  Pahlevani, L.; Mozdianfard, M.R.; Fallah, N. Electrochemical oxidation treatment of offshore produced water using modified
Ti/Sb-SnO, anode by graphene oxide. |. Water Process Eng. 2020, 35, 101204. [CrossRef]

5. Duan, T,; Chen, Y,; Wen, Q.; Duan, Y. Enhanced electrocatalytic activity of nano-TiN composited Ti/Sb-SnO; electrode fabricated
by pulse electrodeposition for methylene blue decolorization. RSC Adv. 2014, 4, 57463-57475. [CrossRef]

6. Sun,Y,;Cheng,S.;Li, L.; Yu, Z,; Mao, Z.; Huang, H. Facile sealing treatment with stannous citrate complex to enhance performance
of electrodeposited Ti/SnO,-Sb electrode. Chemosphere 2020, 255, 126973. [CrossRef]

7. Sun, Y. Cheng, S.; Mao, Z,; Lin, Z.; Ren, X.; Yu, Z. High electrochemical activity of a Ti/SnO,-Sb electrode electrodeposited using
deep eutectic solvent. Chemosphere 2020, 239, 124715. [CrossRef]

8. Mameda, N.; Park, H.; Shah, S.5.A.; Lee, K; Li, C.-W.; Naddeo, V.; Choo, K.-H. Highly robust and efficient Ti-based Sb-
SnO; anode with a mixed carbon and nitrogen interlayer for electrochemical 1,4-dioxane removal from water. Chem. Eng. ].
2020, 393, 124794. [CrossRef]

9. Shao, D.; Yan, W.; Cao, L.; Li, X.; Xu, H. High-performance Ti/Sb-SnO, /Pb3Oy electrodes for chlorine evolution: Preparation and
characteristics. J. Hazard. Mater. 2014, 267, 238-244. [CrossRef]

10. Shao, C.; Chen, A.; Yan, B.; Shao, Q.; Zhu, K. Improvement of electrochemical performance of tin dioxide electrodes through
manganese and antimony co-doping. J. Electroanal. Chem. 2016, 778, 7-11. [CrossRef]

11.  Song, Y.-F; Liu, ].-M.; Ge, F,; Huang, X.; Zhang, Y.; Ge, H.-H.; Meng, X.-].; Zhao, Y.-Z. Influence of Nd-doping on the degradation
performance of Ti/Sb-SnO; electrode. J. Environ. Chem. Eng. 2021, 9, 105409. [CrossRef]

12.  Rajasekhar, B.; Nambi, LM.; Govindarajan, S.K. Investigating the degradation of nC1, to nCy3 alkanes and PAHs in petroleum-
contaminated water by electrochemical advanced oxidation process using an inexpensive Ti/Sb-SnO, /PbO, anode. Chem. Eng. ].
2021, 404, 125268. [CrossRef]

13.  Zhang, Y.; Zhang, C.; Shao, D.; Xu, H.; Rao, Y.; Tan, G.; Yan, W. Magnetically assembled electrodes based on Pt, RuO;-IrO,-
TiO, and Sb-SnO, for electrochemical oxidation of wastewater featured by fluctuant C1~ concentration. . Hazard. Mater.
2022, 421, 126803. [CrossRef] [PubMed]

14. Shao, D.; Lyu, W,; Cui, J.; Zhang, X.; Zhang, Y.; Tan, G.; Yan, W. Polyaniline nanoparticles magnetically coated Ti/Sb-SnO,
electrode as a flexible and efficient electrocatalyst for boosted electrooxidation of biorefractory wastewater. Chemosphere
2020, 241, 125103. [CrossRef]

15. Duan, Y.; Wen, Q.; Chen, Y.; Duan, T.; Zhou, Y. Preparation and characterization of TiN-doped Ti/SnO,-Sb electrode by dip
coating for Orange II decolorization. Appl. Surf. Sci. 2014, 320, 746-755. [CrossRef]

16. Guo, D.; Guo, Y.,; Huang, Y.; Chen, Y.; Dong, X.; Chen, H.; Li, S. Preparation and electrochemical treatment application of
Ti/Sb-SnO,-Eu&rGO electrode in the degradation of clothianidin wastewater. Chemosphere 2021, 265, 129126. [CrossRef]

17.  Bi, Q.; Zhang, Z; Sun, Y,; Jiang, S.; Wang, Z.; Li, Y.; Xue, ]. Preparation and performance of highly active and long-life mesopore
Ti/SnO,-Sb electrodes for electrochemical degradation of phenol. J. Alloy. Compd. 2021, 889, 161657. [CrossRef]

18.  Ni, Q. Ti/SnO,-SbyO5 as an Anode Material in Electro-Oxidation of Organic Compounds for Wastewater Treatment. Ph.D. Thesis,
University of Toronto, Toronto, ON, Canada, 2016.

19.  Wai, T.P; Yin, Y.; Zhang, X; Li, Z.; Alakhras, F. Preparation of Ti/SnO,-Sb/Rare Earth Electrodes Containing Different Contents
of Ni Intermediate Layer for Efficient Electrochemical Decolorization of Rhodamine B. J. Chem. 2021, 2021, 2672674. [CrossRef]

20. Zhang, R;Li, K, Ren, S.; Chen, J.; Feng, X; Jiang, Y.; He, Z.; Dai, L.; Wang, L. Sb-doped SnO, nanoparticle-modified carbon paper
as a superior electrode for a vanadium redox flow battery. Appl. Surf. Sci. 2020, 526, 146685. [CrossRef]

21. Ansari, A.R.; Hammad, A.H.; Abdel-wahab, M.S.; Shariq, M.; Imran, M. Structural, optical and photoluminescence investigations
of nanocrystalline CuO thin films at different microwave powers. Opt. Quantum Electron. 2020, 52, 426. [CrossRef]

22. Hone, EG.; Ampong, EK.; Abza, T.; Nkrumah, I.; Paal, M.; Nkum, R K; Boakye, F. The effect of deposition time on the structural,
morphological and optical band gap of lead selenide thin films synthesized by chemical bath deposition method. Mater. Lett.
2015, 155, 58-61. [CrossRef]

23. Arandhara, G.; Bora, J.; Saikia, PK. Effect of pH on the crystallite size, elastic properties and morphology of nanostructured ZnS
thin films prepared by chemical bath deposition technique. Mater. Chem. Phys. 2020, 241, 122277. [CrossRef]

24. Ansari, A.R; Imran, M.; Yahia, I.S.; Abdel-Wahab, M.S.; Alshahrie, A.; Khan, A.H.; Sharma, C. Effect of microwave power on
morphology of AgO thin film grown using microwave plasma CVD. Int. J. Surf. Sci. Eng. 2018, 12, 1-12. [CrossRef]

25. Cui, Y.H,; Li, X.Y,; Chen, G. Electrochemical degradation of bisphenol A on different anodes. Water Res. 2009, 43, 1968-1976.

[CrossRef] [PubMed]


https://doi.org/10.1021/ie403768f
https://doi.org/10.1016/j.chemosphere.2018.10.222
https://www.ncbi.nlm.nih.gov/pubmed/30453275
https://doi.org/10.1039/C5RA23381J
https://doi.org/10.1016/j.jwpe.2020.101204
https://doi.org/10.1039/C4RA09145K
https://doi.org/10.1016/j.chemosphere.2020.126973
https://doi.org/10.1016/j.chemosphere.2019.124715
https://doi.org/10.1016/j.cej.2020.124794
https://doi.org/10.1016/j.jhazmat.2013.12.064
https://doi.org/10.1016/j.jelechem.2016.08.003
https://doi.org/10.1016/j.jece.2021.105409
https://doi.org/10.1016/j.cej.2020.125268
https://doi.org/10.1016/j.jhazmat.2021.126803
https://www.ncbi.nlm.nih.gov/pubmed/34388927
https://doi.org/10.1016/j.chemosphere.2019.125103
https://doi.org/10.1016/j.apsusc.2014.09.182
https://doi.org/10.1016/j.chemosphere.2020.129126
https://doi.org/10.1016/j.jallcom.2021.161657
https://doi.org/10.1155/2021/2672674
https://doi.org/10.1016/j.apsusc.2020.146685
https://doi.org/10.1007/s11082-020-02535-x
https://doi.org/10.1016/j.matlet.2015.04.074
https://doi.org/10.1016/j.matchemphys.2019.122277
https://doi.org/10.1504/IJSURFSE.2018.090051
https://doi.org/10.1016/j.watres.2009.01.026
https://www.ncbi.nlm.nih.gov/pubmed/19249073

Coatings 2023, 13, 866 12 of 12

26.

27.

28.

29.

30.

31.

32.

33.

34.

35.

36.

Sun, Y.;; Zhang, S.; Jin, B.; Cheng, S. Efficient degradation of polyacrylamide using a 3-dimensional ultra-thin SnO(2)-Sb coated
electrode. J. Hazard. Mater. 2021, 416, 125907. [CrossRef] [PubMed]

Ansari, A.; Nematollahi, D. Convergent paired electrocatalytic degradation of p-dinitrobenzene by Ti/SnO,-Sb/3-PbO; anode.
A new insight into the electrochemical degradation mechanism. Appl. Catal. B Environ. 2020, 261, 118226. [CrossRef]

Asim, S; Yin, J.; Yue, X.; Shah, M.W.; Zhu, Y,; Li, Y.; Wang, C. Controlled fabrication of hierarchically porous Ti/Sb-5nO, anode
from honeycomb to network structure with high electrocatalytic activity. RSC Adv. 2015, 5, 28803-28813. [CrossRef]

He, Z.; Cao, D.; Wang, Y,; Yin, L.; Singh, H. Preparation of Co—-P-TiO, nanocomposite coatings via a pulsed electrodeposition
process. Surf. Eng. 2020, 36, 975-981. [CrossRef]

He, Z.; Zhou, Y.; Wang, Y.; Guo, P; Jiang, W.; Yao, C.; Shu, X. Preparation and properties of Ni-W-P-TiO, nanocomposite coatings
developed by a sol-enhanced electroplating method. Chin. J. Chem. Eng. 2022, 44, 369-376. [CrossRef]

Zhang, S.; Yu, C.; Tan, ].; Wang, Y.; He, Z. Ti/SnO,-Sb,Ox-TiO, Electrodeposited from Methanesulfonate Electrolytes: Preparation,
Properties, and Performance. Coatings 2022, 12, 366. [CrossRef]

Ozdal, T.; Chtouki, T.; Kavak, H,; Figa, V.; Guichaoua, D.; Erguig, H.; Mysliwiec, J.; Sahraoui, B. Effect of Annealing Tem-
perature on Morphology and Optoelectronics Properties of Spin-Coated CZTS Thin Films. J. Inorg. Organomet. Polym. Mater.
2020, 31, 89-99. [CrossRef]

Manickam, K.; Muthusamy, V.; Manickam, S.; Senthil, T.S.; Periyasamy, G.; Shanmugam, S. Effect of annealing temperature on
structural, morphological and optical properties of nanocrystalline TiO2 thin films synthesized by sol-gel dip coating method.
Mater. Today Proc. 2020, 23, 68-72. [CrossRef]

Timofeev, V.A.; Mashanov, V.I; Nikiforov, A.L; Azarov, I.A.; Loshkarev, L.D.; Korolkov, I.V.; Gavrilova, T.A.; Yesin, M.Y.; Chetyrin,
L.A. Effect of annealing temperature on the morphology, structure, and optical properties of nanostructured SnOy films. Mater.
Res. Express 2020, 7, ab6122. [CrossRef]

Xu, L.; Liang, G.; Yin, M. A promising electrode material modified by Nb-doped TiO, nanotubes for electrochemical degradation
of AR 73. Chemosphere 2017, 173, 425-434. [CrossRef] [PubMed]

Yang, K.; Liu, Y.; Qiao, J. Electrodeposition preparation of Ce-doped Ti/SnO,-Sb electrodes by using selected addition agents for
efficient electrocatalytic oxidation of methylene blue in water. Sep. Purif. Technol. 2017, 189, 459-466. [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/10.1016/j.jhazmat.2021.125907
https://www.ncbi.nlm.nih.gov/pubmed/34492842
https://doi.org/10.1016/j.apcatb.2019.118226
https://doi.org/10.1039/C5RA02838H
https://doi.org/10.1080/02670844.2019.1693172
https://doi.org/10.1016/j.cjche.2021.03.046
https://doi.org/10.3390/coatings12030366
https://doi.org/10.1007/s10904-020-01646-y
https://doi.org/10.1016/j.matpr.2019.06.651
https://doi.org/10.1088/2053-1591/ab6122
https://doi.org/10.1016/j.chemosphere.2017.01.077
https://www.ncbi.nlm.nih.gov/pubmed/28129621
https://doi.org/10.1016/j.seppur.2017.08.036

	Introduction 
	Experiments and Materials 
	Pretreatments of Ti Substrates 
	Preparation of Sn-Sb Precoatings 
	Preparation of SnO2-Sb Coatings 
	Characterization Tests 

	Results and Discussion 
	Effects of Current Density 
	Effects of Annealing Temperature 
	Effectsof Sb Concentration on Electrolytes 

	Conclusions 
	References

