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Abstract: In this study, heterostructured g-C3N4/Ag–TiO2 nanocomposites were successfully fab-
ricated using an easily accessible hydrothermal route. Various analytical tools were employed to
investigate the surface morphology, crystal structure, specific surface area, and optical properties of
as-synthesized samples. XRD and TEM characterization results provided evidence of the successful
fabrication of the ternary g-C3N4/Ag–TiO2 heterostructured nanocomposite. The heterostructured g-
C3N4/Ag–TiO2 nanocomposite exhibited the best degradation efficiency of 98.04% against rhodamine
B (RhB) within 180 min under visible LED light irradiation. The g-C3N4/Ag–TiO2 nanocomposite
exhibited an apparent reaction rate constant 13.16, 4.7, and 1.33 times higher than that of TiO2,
Ag–TiO2, and g-C3N4, respectively. The g-C3N4/Ag–TiO2 ternary composite demonstrated higher
photocatalytic activity than pristine TiO2 and binary Ag–TiO2 photocatalysts for the degradation
of RhB under visible LED light irradiation. The improved photocatalytic performance of the g-
C3N4/Ag–TiO2 nanocomposite can be attributed to the formation of an excellent heterostructure
between TiO2 and g-C3N4 as well as the incorporation of Ag nanoparticles, which promoted efficient
charge carrier separation and transfer and suppressed the rate of recombination. Therefore, this
study presents the development of heterostructured g-C3N4/Ag–TiO2 nanocomposites that exhibit
excellent photocatalytic performance for the efficient degradation of harmful organic pollutants in
wastewater, making them promising candidates for environmental remediation.

Keywords: g-C3N4/Ag–TiO2; hydrothermal synthesis; heterogeneous photocatalysis; rhodamine B;
visible LED light irradiation

1. Introduction

Nowadays, organic contaminants have become major sources of water pollution world-
wide due to population growth and rapid agricultural and industrial development [1].
Modern commercial dyes are a major category of organic pollutants known for their robust
structural and color stability owing to their high degree of aromaticity and extensively
conjugated chromophores. With widespread use in diverse industries, such as food, cos-
metics, leather, plastics, printing, and textiles, these dyes pose a health risk to humans
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and ecological systems if unintentionally released into the environment [2,3]. Further-
more, the discharge of these toxic and carcinogenic synthetic colors into water bodies
could obstruct sunlight penetration, which is harmful to natural aquatic activities that
involve photosynthesis and other biodegradation processes. These hazardous pollutants
seriously harm human health and the environment if they are not effectively removed [1,4].
Therefore, various conventional methods have been used for wastewater treatment, such
as filtration, adsorption, advanced oxidation, coagulation, sedimentation, disinfection,
reverse osmosis, and biological processes [1,5]. However, these conventional methods have
several limitations, including low efficiency, high chemical costs, difficult preparation, time
consumption, a limited visible light absorption range, and the generation of secondary
waste [1,6]. Therefore, it is imperative to develop efficient, cost-effective, and sustainable
wastewater treatment technologies to eliminate hazardous organic pollutants [5]. Since
the pioneering work of Fujishima and Honda in 1972, heterogeneous photocatalysis has
attracted tremendous attention as an advanced oxidation process for the elimination of
pollutants in wastewater [7]. Therefore, photocatalysis is a sustainable, cost-effective, green,
and clean technology for the decomposition of organic pollutants in wastewater into H2O,
CO2, and inorganic minerals [8]. Photocatalysts use solar energy to promote electrons
from the valence band to the conduction band, leading to the generation of electron–hole
pairs, which then initiate reactions with water and oxygen molecules or hydroxyl groups.
Therefore, superoxide anions (•O2

−) and hydroxyl radicals (•OH) are produced, and
these reactive oxygen species (ROS) actively participate in photochemical redox reactions
throughout the photocatalytic process [9]. Moreover, holes may react with hydroxyl ions
(OH−) or water molecules to produce hydroxyl radicals (•OH), and they may directly
participate in the oxidative decomposition of pollutants [8].

TiO2 is the most widely used oxide-based semiconductor photocatalyst for the elimi-
nation of harmful organic pollutants because of its intriguing properties such as low cost,
high stability, and excellent optical properties [10,11]. However, owing to its high energy
bandgap (3.2 eV), TiO2 can only be active in the UV light region, which accounts for less
than 5% of the total solar energy, leading to limited utilization of solar energy. Addition-
ally, the poor photocatalytic efficacy of TiO2 can be attributed to the fast recombination
of photoinduced charge carriers [12]. Many researchers have explored various strategies
to overcome the limitations of TiO2. Among them, many studies have focused on noble
metal deposition and semiconductor coupling for the formation of heterojunctions [9].
Recently, noble metal deposition on TiO2 photocatalysts has attracted extensive research
attention [10,12,13]. The surface plasmon resonance effect of noble metals, such as Ag, Au,
Pt, and Pd, can improve charge carrier separation and transfer and visible light absorption,
leading to enhanced photocatalytic efficiency [5,14]. Moreover, the migration of electrons
from the conduction band of TiO2 to noble metals is facilitated by the creation of a Schottky
barrier at the interface, promoting the separation of photoinduced charge carriers and
retarding the recombination of electron–hole pairs, all of which contribute to the overall
enhancement of the photocatalytic performance [11,15]. Among the different noble metals,
silver (Ag) remains the primary choice because of its high stability, low cost, and facile
preparation [16]. In addition, Ag possesses vacant orbitals that can serve as active sites
and electron acceptors, facilitating the movement of electrons in composite materials, and
its surface plasmon resonance effect can significantly broaden the visible light absorption
range [15,17]. Therefore, researchers have shown significant interest in Ag deposition on
TiO2 because of its potential to enhance the photoactivity of TiO2 [13,18–20]. The key role
of Ag in Ag-doped TiO2 nanoparticles is to enhance their photocatalytic activity through
mechanisms such as electron trapping, improving the visible light absorption range, and
modifying the surface properties, leading to improved electron–hole separation and greater
surface electron excitation [13]. Although the deposition of Ag can decrease the rate of
photoinduced charge carrier recombination, it is not sufficient to improve TiO2 photocat-
alytic performance at a broad range of visible-light absorption. Therefore, the deposition of
plasmonic Ag metal, in tandem with coupling with small-bandgap semiconductors having
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suitable energy bandgap positions, can create a heterojunction that further boosts the
photocatalytic efficiency of TiO2 [5]. In recent years, the coupling of TiO2 and g-C3N4 has
gained considerable attention owing to their highly compatible band positions [21–26]. A
heterojunction formed between TiO2 and g-C3N4 reduces the recombination rate of charge
carriers and improves photocatalytic activity [1]. Therefore, g-C3N4 is considered to be the
best candidate for coupling with TiO2 to construct heterojunctions because of its suitable
band position, chemical stability, and low cost [27]. Graphitic carbon nitride (g-C3N4) is an
n-type polymeric semiconductor that has been extensively studied owing to its potential
use in the elimination of organic pollutants. It is cost-effective, non-toxic, eco-friendly,
easy to synthesize, and has a mid-energy bandgap (2.7 eV) as well as strong physicochemi-
cal stability [6]. Despite its many advantages, bulk g-C3N4 exhibits weak photocatalytic
performance owing to factors such as fast recombination of photoexcited charge carriers,
limited visible light absorption range, and low specific surface area [28]. Researchers have
found that modifying the photocatalytic properties of g-C3N4 is as important as modifying
TiO2, and the synergistic effect of Ag deposition on TiO2 and coupling with g-C3N4 can
lead to enhanced photocatalytic activity of the ternary composites [29–36]. In particular,
heterostructured g-C3N4/Ag–TiO2 nanocomposites have emerged as a promising area of
research in the field of photocatalytic degradation of organic pollutants and have been
extensively studied due to their remarkable visible-light-driven photocatalytic performance.
Therefore, many strategies have been used to fabricate heterostructured g-C3N4/Ag–TiO2
nanocomposites, including the microwave-assisted approach [37], freeze-drying route [9],
hydrothermal method [36,38], calcination [39,40], physical mixing-calcination method [41],
physical mixing [42,43], chemical reduction methods, and so on [11].

Most recent research findings on g-C3N4/Ag–TiO2 nanocomposites have used xenon
lamps with cutoff filters [11,14,15,17,42–44] as visible light sources. However, they have
various drawbacks, such as being hazardous, having a short lifespan, being overheated
quickly, being expensive, and posing difficulties in handling [6]. However, LED lamps
are non-toxic and energy-efficient alternatives to conventional lamps because they convert
more energy into light and do not generate excessive heat. Furthermore, LED lamps are
cost-effective, durable, and emit only the wavelengths required to save energy [45]. As part
of green and sustainable chemistry, this study used an energy-saving 50 W LED lamp to
measure the photocatalytic degradation efficiency of the as-synthesized samples.

In this study, a heterostructured g-C3N4/Ag–TiO2 nanocomposite was successfully
fabricated using an easily accessible hydrothermal technique, followed by calcination
treatment. First, a simple sol-gel synthesis route was used to prepare pristine TiO2 and
3 mol% Ag-doped TiO2 nanoparticles. Second, g-C3N4 nanosheets were synthesized using
the single-step calcination of a mixture of urea and thiourea at 600 ◦C in an air medium.
Finally, a facile one-step hydrothermal technique and calcination were used to prepare a
g-C3N4/Ag–TiO2 nanocomposite using a desired weight ratio of 3:1 from the fabricated
g-C3N4 nanosheet to 3 mol% Ag–TiO2 nanoparticles. The structural, morphological, and
optical properties and specific surface area of the prepared materials were characterized
by field-emission scanning electron microscopy (FE-SEM), high-resolution transmission
electron microscopy (HR-TEM), X-ray diffraction (XRD), Fourier transform infrared spec-
troscopy (FTIR), Brunauer–Emmett–Teller (BET) nitrogen adsorption/desorption technique
(BET), photoluminescence (PL), and UV/vis diffuse reflectance spectroscopy (DRS). In
addition, the photocatalytic performance of the prepared pristine TiO2, binary Ag–TiO2
nanoparticles, g-C3N4 nanosheets, and g-C3N4/Ag–TiO2 nanocomposites was examined by
assessing their ability to degrade rhodamine B (RhB) upon illumination by energy-saving
visible LED light.

2. Materials and Methods
2.1. Materials

In this study, Ag-doped TiO2 nanoparticles were prepared using several reagents, in-
cluding titanium tetra isopropoxide (C12H28O4Ti, 97%, Sigma-Aldrich, St. Louis, MO, USA),



Materials 2023, 16, 5497 4 of 16

silver nitrate (AgNO3, 99%, Merck, Boston, MA, USA), glacial acetic acid (CH3COOH, 99%,
Merck), nitric acid (HNO3, 69%, Merck), and absolute ethanol (C2H5OH, Sigma-Aldrich).
Moreover, analytical-grade urea (CH4N2O, 99.5%, Merck) and thiourea (CH4N2S, 99%,
Merck) were used to synthesize g-C3N4 nanosheets. Fabricated Ag–TiO2 nanoparticles and
g-C3N4 nanosheets were used to synthesize heterostructured g-C3N4/Ag–TiO2 nanocom-
posites. All the chemicals and reagents were used as received without further purification.
Distilled water was used in all experiments.

2.2. Synthesis
2.2.1. Preparation of g-C3N4 Samples

g-C3N4 nanosheets were prepared by one-step calcination of a mixture of urea and
thiourea in a muffle furnace under an air atmosphere. Typically, specific amounts of urea
and thiourea were carefully weighed and placed into a 50 mL ceramic crucible with a lid,
which was then wrapped with aluminum foil paper and subjected to calcination at 600 ◦C
for 3 h. The resulting product was cooled to room temperature and carefully ground into a
fine powder.

2.2.2. Preparation of Ag–TiO2 Nanoparticles

Ag-doped TiO2 (Ag–TiO2) nanoparticles were prepared using a sol-gel method. First,
solution A was obtained by dissolving 22 mL of titanium isopropoxide (TTIP) in 150 mL of
ethanol, followed by constant stirring for 45 min. In solution B, 3 mol% of silver nitrate
was dissolved in 40 mL of distilled water with the addition of 5 mL of glacial acetic acid.
Solution B was then slowly dripped into solution A and vigorously stirred. The resulting
milky sol was constantly stirred for 2 h while carefully adjusting the pH value to 2–3 by
adding 2 mL of nitric acid. Subsequently, the white precipitate obtained from the sol was
allowed to settle for 4 days at room temperature, after which the solid gel was collected
and washed several times with distilled water by centrifugation at 4000 rpm for 10 min.
The washed samples were dried at 80 ◦C for 16 h in a vacuum oven. The resulting products
were ground and calcined at 400 ◦C for 4 h. Finally, the samples were ground again and
used for characterization. Similarly, pristine TiO2 nanoparticles were synthesized under
the same experimental conditions without the addition of AgNO3 as a precursor of Ag.

2.2.3. Fabrication of g-C3N4/Ag–TiO2 Nanocomposite

A facile hydrothermal method followed by calcination was used to fabricate a het-
erostructured g-C3N4/Ag–TiO2 nanocomposite with a weight ratio of 3:1 of fabricated
g-C3N4 nanosheets and 3% Ag–TiO2 nanoparticles, respectively. The process involves
dissolving 0.3 g of g-C3N4 nanosheets in 100 mL of distilled water by ultrasonication for
1 h and then adding 0.1 g of 3% Ag–TiO2 nanoparticles to the solution, followed by vigorous
stirring for 2 h. In addition, a small amount of hydrofluoric acid was added continuously
during stirring to control nanocrystal formation. The resulting solution was transferred to a
100 mL stainless-steel autoclave and maintained at 180 ◦C for 6 h. Following hydrothermal
treatment, the mixture was cooled to room temperature and subsequently washed several
times with distilled water. Finally, the resulting sample was dried at 80 ◦C for 15 h and
then ground into an ultrafine powder.

2.2.4. Characterization

The crystal structures of the as-synthesized samples were analyzed using X-ray pow-
der diffraction (PanAlyticals, Almelo, The Netherlands) with Cu-Kα radiation (λ = 1.5406 Å)
operating at 40 kV and 15 mA. The diffraction patterns were measured over a range of
10–70◦, with a step width of 0.01◦ and a scanning rate of 10◦/min. The functional
groups and chemical structures of the samples were analyzed using FTIR spectroscopy
(IR Tracer-100, Shimadzu, Kyoto, Japan) within the wavenumber range of 600–3600 cm−1.
The bandgap energies of the samples were analyzed using UV/vis diffuse reflectance
spectroscopy (UV-2600, Shimadzu, Kyoto, Japan) with barium sulfate as the background
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substance within the wavelength range of 300–700 nm. The separation of photoinduced
electron–hole pairs in the as-prepared samples was examined using PL spectrophotometer
(RF-6000, Shimadzu, Kyoto, Japan) with an excitation wavelength of 360 nm. Field-emission
scanning electron microscopy (FE-SEM, MAIA3 XMH, TESCAN BRONO s.r.o, Brono,
Czech) and high-resolution transmission electron microscopy (HR-TEM, JEM-2100F, JEOL,
Tokyo, Japan) were used to investigate the morphology of the samples at an accelerating
voltage of 200 kV. The N2 adsorption–desorption isotherms and Brunauer–Emmett–Teller
specific surface area (SBET) analyses were performed using a Micromeritics ASAP 3000
(Micromeritics, Norcross, GA, USA) equipped with a nitrogen adsorption device. Addi-
tionally, the Barrett–Joyner–Halenda (BJH) method was used to determine the pore size
distribution and volume curves of the as-synthesized samples.

2.2.5. Photocatalytic Activity Testing

The photocatalytic activities of as-prepared photocatalysts were determined by as-
sessing their ability to degrade rhodamine B (RhB) using a 50 W crystal white LED lamp
(5000 lm, 6500 k, 220–240 V) as a visible light source (Phillips, Kolkata, India). A photolysis
experiment was conducted on an aqueous RhB solution under visible LED light illumina-
tion for 180 min. Adsorption and photocatalytic experiments were performed by dispersing
50 mg of each photocatalyst in 100 mL of a 10 mg/L RhB aqueous solution. A dark ad-
sorption experiment was conducted for 60 min to establish the adsorption–desorption
equilibrium between RhB and the photocatalysts. Throughout the experiments, vigorous
magnetic stirring was applied. At specific time intervals during each experiment, 3 mL
aliquots were withdrawn from the solution and subjected to centrifugation to separate the
photocatalyst. The absorbance of RhB was measured at its maximum absorption wave-
length (λ = 554 nm) using a UV/vis spectrophotometer (2450, Shimadzu, Kyoto, Japan).
The rate of RhB dye degradation (η) in aqueous solution was calculated using the following
equation [46,47]:

η =
A0 − A

A0
× 100% (1)

where A0 and A refer to the initial absorbance and absorbance at a specific irradiation time
t, respectively.

A pseudo-first-order kinetic model was utilized to determine the apparent degradation
rate constant (kapp) of RhB dye over g-C3N4/Ag–TiO2 composites [11,47]:

ln
A0

A
= kappt (2)

where kapp (min−1) is the rate constant and t (min) is the specific time interval of irradiation.

3. Results and Discussion
3.1. XRD Analysis

The crystal structures of the as-prepared samples, including pristine TiO2, Ag–TiO2,
g-C3N4, and g-C3N4/Ag–TiO2, were investigated using X-ray powder diffraction (XRD),
and the results are shown in Figure 1. The XRD patterns of g-C3N4 revealed the presence
of two characteristic peaks at around 13.1◦ (100) and 27.2◦ (002), which correspond to
in-plane repeating tri-s-triazine units and interplanar stacking of conjugated aromatic
units, respectively [6,48]. The absence of a characteristic Ag peak in the composites, as
confirmed by the XRD spectra, can be attributed to the low amount of Ag or its high
dispersion [38,41,42]. The diffraction peaks of pristine TiO2 and Ag–TiO2 nanoparticles
are predominantly in the anatase phase (ICSD File No. 076173) and located at 2θ positions
of around 25.356◦ (101), 37.847◦ (004), 48.145◦ (200), 53.974◦ (105), 55.186◦ (211), 62.812◦

(204), and 68.879◦ (116). In addition to the characteristic anatase phase peaks, the Ag–TiO2
nanoparticles also exhibited a rutile phase, with diffraction peaks located at 2θ of 27.4392◦

(110), 306.0847◦ (101), and 3541.2744◦ (111) (ICSD File No. 088627). The pristine TiO2
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sample was primarily composed of the anatase phase, with a minor brookite phase at
2θ of 30.68◦, corresponding to the (121) crystal plane, which indicated consistency with
previous findings [49]. The XRD patterns of the g-C3N4/Ag–TiO2 nanocomposite contained
diffraction peaks arising from both Ag–TiO2 and g-C3N4, thereby confirming the successful
formation of the composite. Moreover, a higher g-C3N4 content was found to be capable
of intensifying the recognizable peak at approximately 27.6◦, resulting in a minor peak
position shift in the composite [11]. Both anatase and rutile TiO2 diffraction peaks were
observed for the g-C3N4/Ag–TiO2 composite [42,50].
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Figure 1. XRD patterns of as-prepared samples.

The average crystallite size (D) of the as-synthesized photocatalysts was estimated
using the Scherrer equation [21]:

D =
Kλ

βcosθ
(3)

where K is a constant (0.94), λ is the X-ray wavelength (0.15406 nm), β is the full width at
half maximum (FWHM), and θ is the diffraction angle. As calculated from the Scherrer
equation, the average crystallite sizes of the as-synthesized photocatalysts, including
pure TiO2, Ag–TiO2, g-C3N4, and g-C3N4/Ag–TiO2, were approximately 5.2, 9.1, 4.3, and
7.6 nm, respectively.

3.2. Optical Properties Analysis
3.2.1. UV/vis DRS Analysis

The light absorption properties and bandgap energies of all synthesized samples,
including TiO2, g-C3N4, Ag–TiO2, and g-C3N4/Ag–TiO2, were analyzed using UV/vis
diffuse reflectance spectroscopy (DRS), as shown in Figure 2.

As shown in Figure 2b, the bandgap energies of the Ag–TiO2 and g-C3N4/Ag–TiO2
composites are narrower than those of the pristine TiO2 and g-C3N4 samples. The ab-
sorption edges of the g-C3N4/Ag–TiO2 nanocomposite exhibited a considerable redshift
toward higher wavelengths, indicating a significant improvement in the visible light ab-
sorption of the composites, as shown in Figure 2a [11,50]. This may be due to the surface
plasmon resonance effect of Ag, which is deposited on the surface of the TiO2 nanoparticles,
and the formation of heterostructures in the composites [17]. The bandgap energy (Eg)
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of the as-synthesized samples was calculated using a modified Tauc equation with the
Kubelka–Munk function:

(F(R)hυ)
1
2 = A(hυ− Eg) (4)

where F(R) = (1 − R)2/2R, F(R) is the Kubelka–Munk function, R is the reflectance, hυ
is the photon energy, and A is a constant [11]. The bandgap energy can be estimated
by determining the point at which the linear trendline on the plot of (F(R)hυ)1/2 versus
(hυ) intersects the hυ-axis [11,42]. The bandgap energies of TiO2, Ag–TiO2, g-C3N4, and
g-C3N4/Ag–TiO2 photocatalysts were calculated to be 3.04, 2.89, 2.94, and 2.73 eV, respec-
tively. Compared to pristine TiO2 and g-C3N4, Ag–TiO2 shows a slight red shift in the
absorption edge [9]. Furthermore, coupling g-C3N4 with Ag–TiO2 shows a significant red
shift compared to TiO2, Ag–TiO2, and g-C3N4, which allows for enhanced visible-light
absorption [48]. Therefore, the synergetic effect of coupling g-C3N4 and loading Ag on TiO2
ameliorated the separation and transportation of photogenerated charge carriers, leading
to an overall increase in photocatalytic performance [9,51].
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3.2.2. PL Analysis

Photoluminescence (PL) analysis was used to study the separation of photoinduced
electron–hole pairs in the as-synthesized samples [43]. Figure 3 shows the PL spectra of
pristine TiO2, Ag–TiO2, g-C3N4, and g-C3N4/Ag–TiO2 samples obtained at an excitation
wavelength of 360 nm. Both g-C3N4 and g-C3N4/Ag–TiO2 displayed main emission peaks
at approximately 440 nm, as shown in Figure 3. A higher PL intensity was observed for
g-C3N4 compared to g-C3N4/Ag–TiO2, indicating faster recombination of photoinduced
electron–hole pairs in g-C3N4 [36]. The PL spectra of pristine TiO2 and Ag–TiO2 nanoparti-
cles did not exhibit any significant emission peaks, indicating that they had a lower rate of
recombination of photogenerated electron–hole pairs [50]. The reduced PL emission peak
of the g-C3N4/Ag–TiO2 composite compared to g-C3N4 can be attributed to a lower rate of
recombination of photogenerated electron–hole pairs, which may be due to the formation
of a heterostructure between g-C3N4 and Ag–TiO2 [42,43].

3.2.3. FTIR Analysis

Figure 4 shows the results of the FTIR analysis conducted to identify the functional
groups and chemical structures of all-prepared photocatalysts.

The stretching modes of C–N and C=N heterocycles were observed at 1200–1740 cm−1

in the g-C3N4 samples [6,52]. In the g-C3N4 samples, peaks observed at around 1458, 1560,
and 1630 cm−1 can be attributed to C=N heterocycles, and the stretching mode of C=O
was detected at 1740 cm−1. Additionally, the FTIR peaks at 1230, 1319, and 1400 cm−1
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represent the aromatic C–N stretching mode, whereas the peaks at 805 and 885 cm−1

indicate the breathing mode of the tri-s-triazine ring units. The presence of broad bands
from 3040–3300 cm−1 shows N–H and O–H stretching modes, which can be attributed to
absorbed H2O molecules [6,21,47,53].
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The broad peaks appearing at 3300–3000 cm−1 are due to the stretching vibrations of
the O–H group on the TiO2 surface [19,54]. The peak located around 1626 cm−1 is due to
bending vibrations resulting from chemically adsorbed H2O molecules [18]. The stretching
vibrations of Ti–O and Ti–O–Ti exhibited by the TiO2 nanoparticles were observed at
around 850 cm−1 [11,19,55]. The peaks at 1216, 1366, 1438, and 1738 cm−1 correspond to
the carbonyl (C=O) mode. The peak observed at 1180 cm−1 corresponds to the stretching
vibrations of the Ti–OH molecule [13]. In the g-C3N4/Ag–TiO2 sample, characteristic
peaks attributed to both TiO2 and g-C3N4 were observed, confirming the presence of both
materials in the composite sample [11,21].

3.3. Morphological Analysis

Figure 5 shows the FE-SEM and HR-TEM morphologies of g-C3N4, Ag–TiO2, and
g-C3N4/Ag–TiO2 samples.
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The SEM micrograph of pristine TiO2 nanoparticles exhibits irregularly shaped ag-
glomerates, as shown in Figure 5a. The SEM and TEM images of Ag-doped TiO2 nanopar-
ticles are shown in Figure 5b,e, respectively. In Figure 5b, the SEM image depicts the
agglomeration-induced formation of a cluster of Ag–TiO2 nanoparticles and the homo-
geneous distribution of spherical Ag–TiO2 nanoparticles [56,57]. The presence of small
Ag0 islands on the surface of Ag-doped TiO2 nanoparticles is clearly observed in the TEM
image, as shown in Figure 5e [58]. The SEM image shows significant adhesion between the
Ag–TiO2 nanoparticles and the g-C3N4 nanosheet, indicating a strong interface between the
two constituents of the composite, as shown in Figure 5c. Notably, the presence of g-C3N4
improves the dispersion of TiO2 nanoparticles by preventing their agglomeration [11].

Based on the TEM image shown in Figure 5d, the g-C3N4 nanosheet exhibited a
transparent appearance, which can be attributed to its thin and two-dimensional structure.
These results also indicate that g-C3N4 has a fluffy structure [59].

The TEM image in Figure 5f depicts a strong interfacial region between g-C3N4 and
Ag–TiO2. As can be seen in Figure 5f, the layered structure with the lightest color was
identified as g-C3N4, whereas the stacked structure comprising small particles was inferred
to be TiO2. The black particles situated between TiO2 and g-C3N4 were identified as Ag
nanoparticles [38]. The lattice fringe spacing of TiO2 was 0.377 nm, which corresponds
to the (101) crystal plane of TiO2 [42]. Therefore, it can be concluded that the TEM im-
ages of the g-C3N4/Ag–TiO2 nanocomposite represent the microstructure derived from
its constituents, such as TiO2, g-C3N4, and Ag nanoparticles, thereby demonstrating the
successful formation of the composite. Moreover, the results indicated that the agglomer-
ated Ag–TiO2 nanoparticles were well dispersed on the porous architecture of g-C3N4. In
addition, creating a close interfacial contact between g-C3N4 and Ag–TiO2 heterostructures
may effectively promote the transfer of photoinduced electrons. This could potentially
suppress the rate of charge–carrier recombination and enhance the overall photocatalytic
activity [41,42].
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3.4. Nitrogen Adsorption–Desorption Analysis

Figure 6 depicts the nitrogen adsorption–desorption isotherms and pore size distribu-
tion of the as-synthesized samples.
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Based on the N2 adsorption–desorption isotherms, all synthesized photocatalysts ex-
hibited typical IV isotherms of mesoporous materials with H1, H2, and H3 hysteresis loops
for g-C3N4, Ag–TiO2, and g-C3N4/Ag–TiO2, respectively, as shown in Figure 6a [17,21,43].
The specific surface area of Ag–TiO2 nanoparticles increased slightly because of the in-
corporation of Ag nanoparticles. However, the pore volume of Ag–TiO2 is not as high as
its BET surface area because the Ag nanoparticles tend to block the pores in TiO2. More-
over, the surface area of the composite slightly decreased with the coupling of Ag–TiO2
to g-C3N4, potentially owing to the covering and blocking of the surface-active sites of
Ag–TiO2 by g-C3N4 [21]. However, the excellent photocatalytic degradation efficiency of
the g-C3N4/Ag–TiO2 nanocomposite might not be underestimated owing to the small
specific surface area. In addition, the excellent photocatalytic performance of the composite
is a consequence of a combination of factors such as the extended visible light absorption
range, enhanced crystallite size, and reduced recombination of charge carriers owing to
its narrowed bandgap energy [15]. Previous studies have reported that g-C3N4/Ag–TiO2
nanocomposites exhibit excellent photocatalytic performance despite having a smaller
surface area than their constituent components [60].

Figure 6b shows the pore size distribution of the as-synthesized samples obtained
using the Barrett–Joyner–Halenda method. The average pore sizes of the Ag–TiO2, g-C3N4,
and g-C3N4/Ag–TiO2 samples were 6.5, 25.3, and 10.5 nm, with the corresponding total
pore volumes of 0.15, 0.52, and 0.06 cm3·g−1, respectively. The g-C3N4 nanosheet showed
the highest values for both pore size and total pore volume, which are essential factors in
enhancing photocatalytic activity. The average crystallite size, energy bandgap, specific
BET surface area (SBET), average pore size, and pore volume of the as-synthesized samples,
including Ag–TiO2, g-C3N4, and g-C3N4/Ag–TiO2 nanocomposites, are summarized in
Table 1.

Table 1. Crystallite size, energy bandgap (Eg), specific surface area (SBET), pore size, and pore volume
of the as-synthesized samples.

Photocatalysts Crystallite
Size (nm) Eg (eV) SBET

(m2·g−1)
Pore Size

(nm)
Pore Volume

(cm3·g−1)

Ag–TiO2 9.1 2.89 90.8 6.5 0.15

g-C3N4 4.3 2.94 79.5 25.3 0.52
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Table 1. Cont.

Photocatalysts Crystallite
Size (nm) Eg (eV) SBET

(m2·g−1)
Pore Size

(nm)
Pore Volume

(cm3·g−1)

g-C3N4/Ag–TiO2 7.6 2.73 22.5 10.5 0.06

3.5. Evaluation of Photocatalytic Activity

Figure 7 shows the photocatalytic degradation efficiency of RhB in the presence of
photocatalysts under visible LED light irradiation.
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The photolysis experiments were conducted in the absence of as-prepared photocata-
lysts, and almost no degradation of RhB dye was observed. The adsorption experiments
were performed using the as-synthesized samples in the dark for 60 min. The g-C3N4/Ag–
TiO2 nanocomposite exhibited an adsorption rate of 10%. In contrast, TiO2 exhibited the
lowest adsorption rate of only 1.15%, whereas Ag–TiO2 and g-C3N4 had adsorption rates
of 7% and 3.5%, respectively. The photocatalytic activities of all the prepared photocata-
lysts were evaluated by studying the photocatalytic decomposition efficiency of RhB dye
under visible LED light irradiation. After 180 min of irradiation with visible LED light,
g-C3N4 and g-C3N4/Ag–TiO2 photocatalysts exhibited remarkably higher photodegrada-
tion efficiencies of 94.83% and 98.04%, respectively, whereas pure TiO2 showed the lowest
photodegradation efficiency of 25.9%. The binary Ag–TiO2 nanoparticles exhibited an
intermediate photodegradation efficiency of 56.73%. The rate of degradation of binary
Ag–TiO2 photocatalysts is higher than that of pristine TiO2 but lower than that of g-C3N4
and g-C3N4/Ag–TiO2 nanocomposites [48].

The enhanced photocatalytic activity of the g-C3N4/Ag–TiO2 composite was due
to the synergetic effect of the localized surface plasmon resonance (LSPR) impact of Ag
and its role as an electron-conduction bridge, as well as the existence of an excellent
heterostructure between Ag–TiO2 and g-C3N4. These factors ameliorate the charge carrier
separation efficiency and inhibit electron–hole pair recombination, which boosts the overall
photocatalytic performance [38]. In terms of photogenerated charge separation, g-C3N4
has a more negative conduction band potential than that of TiO2. Meanwhile, the Ag
nanoparticles serve as charge separation centers for photogenerated electrons from the
conduction band of TiO2 owing to their lower Fermi level energy. Consequently, the
photogenerated electrons and holes can be easily transported to the adjacent semiconductor
surface, thus suppressing the rate of recombination of photoinduced electron–hole pairs,
leading to improvements in photocatalytic efficiency [38,42].
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Figure 7b shows the linear pseudo-first-order kinetics of the RhB dye degradation. The
apparent reaction rate constants (kapp) of TiO2, Ag–TiO2, g-C3N4, and g-C3N4/Ag–TiO2
were directly calculated by the equation ln(C/C0) = kappt, as shown in Figure 7b. The ap-
parent rate constant (kapp) of TiO2 nanoparticles is 1.66 × 10−3 min−1 because the catalytic
activity of TiO2 is lower under visible light. The kapp of Ag–TiO2 is 4.65 × 10−3 min−1,
which is mainly due to the plasmon resonance effect of the Ag nanoparticles on the sur-
face of the TiO2 nanoparticles. The kapp of g-C3N4 is 16.46 × 10−3 min−1 and that of the
g-C3N4/Ag–TiO2 nanocomposite is increased to 21.84 × 10−3 min−1. Therefore, the g-
C3N4/Ag–TiO2 nanocomposite exhibited a reaction rate constant 13.16, 4.7, and 1.33 times
higher than that of TiO2, Ag–TiO2, and g-C3N4, respectively. The synergistic effect of the het-
erostructure comprising g-C3N4 nanosheets, TiO2, and Ag nanoparticles leads to enhanced
photodegradation efficiency by effectively accelerating the transfer of photogenerated elec-
trons and inhibiting the fast recombination of electron–hole pairs [17]. The photocatalytic
degradation efficiency of g-C3N4/Ag–TiO2 nanocomposites was compared with that of
various previous studies in Table 2. We found that the g-C3N4/Ag–TiO2 nanocomposite
fabricated in this study demonstrated excellent photocatalytic activity compared to those
in previous works.

Table 2. Comparison of photocatalytic performance of g-C3N4/Ag–TiO2 nanocomposites for degrad-
ing RhB dye obtained from the current study versus previous studies.

Photocatalyst Catalyst
Dosage

Pollutant
Concentration

Light Source
(λ ≥ 420 nm)

Irradiation
Time

Degradation
Efficiency Refs.

g-C3N4/Ag–TiO2 50 mg RhB, 10 mg/L 300 W
Xe lamp 30 min 98.13% [42]

g-C3N4/Ag–TMCs 20 mg RhB, 20 mg/L 300 W
Xe lamp 15 min 100% [15]

g-C3N4/Ag–TiO2 50 mg RhB, 5 mg/L 500 W
Xe lamp 105 min 92.7% [17]

g-C3N4/Ag–TiO2 50 mg RhB,10 mg/L 300 W
Xe lamp 60 min 100% [43]

g-C3N4/Ag–TiO2 50 mg RhB, 5 mg/L 300 W
Xe lamp 30 min 96% [41]

Ag/g-C3N4/TiO2 20 mg RhB, 10 mg/L 300 W
Xe lamp 120 min 100% [38]

g-C3N4/Ag–TiO2 50 mg RhB, 10 mg/L 50 W
LED lamp 180 min 98.04% This work

3.6. Mechanism of Photocatalytic Degradation

Based on the results and discussions presented, including XRD, UV/vis DRS, and
PL analyses, as well as previous reports [11,15,17,38,41], a plausible photodegradation
mechanism for ternary g-C3N4/Ag–TiO2 photocatalysts is proposed in Figure 8. The
conduction band (ECB) and valence band (EVB) potentials relative to the normal hydrogen
electrode (NHE) of the samples were determined using the following equations:

EVB = χ− Ee + 0.5Eg (5)

ECB = EVB − Eg (6)

where χ is the absolute electronegativity of the semiconductor; TiO2 = 5.81 eV and
g-C3N4 = 4.73 eV. The energy of free electrons on the hydrogen scale is denoted as Ee

and has a value of 4.5 eV, and Eg is the bandgap energy [42,43]. From UV/vis DRS analy-
sis results, the valence band and conduction band potentials of g-C3N4 were 1.7 eV and
−1.24 eV, while those of TiO2 were 2.83 eV and −0.21 eV, respectively.
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Figure 8 shows that under visible LED light irradiation, electrons were excited from
the valence band to the conduction band (CB) of TiO2 and g-C3N4. Electrons could easily
migrate from g-C3N4 to TiO2 because of the more negative conduction band potential of g-
C3N4 (EVB = −1.24 eV) than that of TiO2 (EVB = −0.21 eV). These electrons combine with the
adsorbed O2 on the TiO2 surface to form •O2

−, which is then used for the decolorization of
RhB. Similarly, it appears that g-C3N4 (+1.7 V vs. NHE) has a lower valence band potential
than H2O/•OH (+2.38 V vs. NHE), indicating that holes are incapable of oxidizing H2O
into •OH radical species; however, they can directly participate in RhB oxidation. Therefore,
holes and •O2

− radicals may play a major role in the decolorization of RhB into harmless
byproducts such as H2O and CO2 [17,42,43,61].

Ag deposited on TiO2 in g-C3N4/Ag–TiO2 nanocomposites acts as a bridge for electron
conduction, resulting in improved separation of electron–hole pairs on g-C3N4 through
the generation of a Schottky barrier between Ag nanoparticles and TiO2 [17,38]. In ad-
dition, due to the surface plasma resonance effect, Ag nanoparticles in heterostructured
g-C3N4/Ag–TiO2 nanocomposites can be photoexcited, producing electrons that migrate
to the conduction band of TiO2 [48]. The transfer of excess electrons from the conduction
band of TiO2 to Ag nanoparticles in heterostructured g-C3N4/Ag–TiO2 nanocomposites
reduces the recombination of photoinduced charge carriers [15]. The incorporation of Ag
nanoparticles, in addition to the excellent heterostructure formation between TiO2 and
g-C3N4, results in excellent photocatalytic degradation efficiency of RhB [17,38]. Moreover,
the close interfacial connections between Ag–TiO2 and g-C3N4 allow for efficient electron
migration and spatial separation of electrons and holes, retarding their recombination rate
and thereby improving photoactivity [60].

4. Conclusions

A simple hydrothermal technique followed by calcination was used to fabricate g-
C3N4/Ag–TiO2 composites with high photocatalytic performance for RhB dye degradation
under visible light irradiation. The heterostructured g-C3N4/Ag–TiO2 composite was
synthesized under optimal conditions at 180 ◦C for 6 h with a 3:1 weight ratio of g-C3N4
to Ag–TiO2. Various analytical tools were employed to characterize the crystal structures,
morphologies, microstructures, chemical structures, and optical and physicochemical
properties of the as-synthesized samples. The experimental results demonstrate that
the heterostructured g-C3N4/Ag–TiO2 composite is outstanding for the decomposition
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of RhB dye under visible LED light irradiation and exhibits a degradation efficiency of
98.04%. The high photocatalytic activity observed for the g-C3N4/Ag–TiO2 nanocomposite
may be due to the synergetic effect of the LSPR effect of Ag and its role as an electron-
conduction bridge, as well as the formation of a strong heterostructure between Ag–TiO2
and g-C3N4. These factors significantly enhanced the efficiency of photogenerated charge
carrier separation and transfer, improved visible light absorption, increased crystallite size,
and inhibited charge carrier recombination, thereby improving the overall photocatalytic
performance. Therefore, the present study shows that g-C3N4/Ag–TiO2 nanocomposites
possess enormous potential for the effective elimination of hazardous organic pollutants
in wastewater.

Author Contributions: Conceptualization, A.S.; methodology, A.S.; formal analysis, A.S.; writing—original
draft, A.S. and E.A.; data curation, A.S.; supervision, E.A., M.A., D.M., S.T. and B.L.; writing—review,
and editing, E.A., M.A., D.M., S.T. and B.L. All authors have read and agreed to the published version
of the manuscript.

Funding: This study received no external funding.

Institutional Review Board Statement: Not applicable.

Informed Consent Statement: Not applicable.

Data Availability Statement: The data that support the findings of this study are available upon
reasonable request from the corresponding author.

Acknowledgments: The authors gratefully acknowledge the financial support received from the
Jimma University-Jimma Institute of Technology and Bonga University, Ethiopia, for this research.

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

References
1. Sewnet, A.; Abebe, M.; Asaithambi, P.; Alemayehu, E. Visible-Light-Driven g-C3N4/TiO2 Based Heterojunction Nanocomposites

for Photocatalytic Degradation of Organic Dyes in Wastewater: A Review. Air Soil Water Res. 2022, 15. [CrossRef]
2. Rafaqat, S.; Ali, N.; Torres, C.; Rittmann, B. Recent progress in treatment of dyes wastewater using microbial-electro-Fenton

technology. RSC Adv. 2022, 12, 17104–17137. [CrossRef] [PubMed]
3. Parthasarathy, P.; Sajjad, S.; Saleem, J.; Alherbawi, M.; McKay, G. A Review of the Removal of Dyestuffs from Effluents onto

Biochar. Separations 2022, 9, 139. [CrossRef]
4. Cheng, N.; Tian, J.; Liu, Q.; Ge, C.; Qusti, A.H.; Asiri, A.M.; Al-youbi, A.O.; Sun, X. Au-Nanoparticle-Loaded Graphitic Carbon

Nitride Nanosheets: Green Photocatalytic Synthesis and Application toward the Degradation of Organic Pollutants. ACS Appl.
Mater. Interfaces 2013, 5, 4–8. [CrossRef]

5. Nazir, A.; Huo, P.; Wang, H.; Weiqiang, Z.; Wan, Y. A review on plasmonic-based heterojunction photocatalysts for degradation of
organic pollutants in wastewater. J. Mater. Sci. 2023, 58, 6474–6515. [CrossRef]

6. Sewnet, A.; Alemayehu, E.; Abebe, M.; Mani, D.; Thomas, S.; Kalarikkal, N.; Lennartz, B. Single-Step Synthesis of Graphitic
Carbon Nitride Nanomaterials by Directly Calcining the Mixture of Urea and Thiourea: Application for Rhodamine B (RhB) Dye
Degradation. Nanomaterials 2023, 13, 762. [CrossRef]

7. Fujishima, A.; Honda, K. Electrochemical photolysis of water at a semiconductor electrode. Nature 1972, 238, 37–38. [CrossRef]
8. Ren, G.; Han, H.; Wang, Y.; Liu, S.; Zhao, J.; Meng, X.; Li, Z. Recent advances of photocatalytic application in water treatment: A

review. Nanomaterials 2021, 11, 1804. [CrossRef]
9. Yan, D.; Wu, X.; Pei, J.; Wu, C.; Wang, X.; Zhao, H. Construction of g-C3N4/TiO2/Ag composites with enhanced visible-light

photocatalytic activity and antibacterial properties. Ceram. Int. 2020, 46, 696–702. [CrossRef]
10. Zhao, Z.J.; Hwang, S.H.; Jeon, S.; Hwang, B.; Jung, J.Y.; Lee, J.; Park, S.H.; Jeong, J.H. Three-dimensional plasmonic Ag/TiO2

nanocomposite architectures on flexible substrates for visible-light photocatalytic activity. Sci. Rep. 2017, 7, 1–11. [CrossRef]
11. Wang, C.; Rao, Z.; Mahmood, A.; Wang, X.; Wang, Y.; Xie, X.; Sun, J. Improved photocatalytic oxidation performance of gaseous

acetaldehyde by ternary g-C3N4/Ag-TiO2 composites under visible light. J. Colloid Interface Sci. 2021, 602, 699–711. [CrossRef]
[PubMed]

12. Wang, T.; Wei, J.; Shi, H.; Zhou, M.; Zhang, Y.; Chen, Q.; Zhang, Z. Preparation of electrospun Ag/TiO2 nanotubes with enhanced
photocatalytic activity based on water/oil phase separation. Phys. E Low-Dimens. Syst. Nanostruct. 2017, 86, 103–110. [CrossRef]

13. Abbad, S.; Guergouri, K.; Gazaout, S.; Djebabra, S.; Zertal, A.; Barille, R.; Zaabat, M. Effect of silver doping on the photocatalytic
activity of TiO2 nanopowders synthesized by the sol-gel route. J. Environ. Chem. Eng. 2020, 8, 103718. [CrossRef]

https://doi.org/10.1177/11786221221117266
https://doi.org/10.1039/D2RA01831D
https://www.ncbi.nlm.nih.gov/pubmed/35755587
https://doi.org/10.3390/separations9060139
https://doi.org/10.1021/am401802r
https://doi.org/10.1007/s10853-023-08391-w
https://doi.org/10.3390/nano13040762
https://doi.org/10.1038/238037a0
https://doi.org/10.3390/nano11071804
https://doi.org/10.1016/j.ceramint.2019.09.022
https://doi.org/10.1038/s41598-017-09401-z
https://doi.org/10.1016/j.jcis.2021.05.186
https://www.ncbi.nlm.nih.gov/pubmed/34153709
https://doi.org/10.1016/j.physe.2016.10.016
https://doi.org/10.1016/j.jece.2020.103718


Materials 2023, 16, 5497 15 of 16

14. Geng, R.; Yin, J.; Zhou, J.; Jiao, T.; Feng, Y.; Zhang, L.; Chen, Y.; Bai, Z.; Peng, Q. In Situ Construction of Ag/TiO2/g-C3N4
Heterojunction Nanocomposite Based on Hierarchical Co-Assembly with Sustainable Hydrogen Evolution. Nanomaterials 2020,
10, 1. [CrossRef] [PubMed]

15. Chen, F.; Yang, M.; Shi, X.; Qin, X.; Chen, Q.; Jiang, L.; Jia, C. Ag–TiO2 mesocrystal-coupled g-C3N4 nanosheets with enhanced
visible-light photocatalytic activity. J. Mater. Sci. 2022, 49, 101–119. [CrossRef]

16. Liang, H.; Jia, Z.; Zhang, H.; Wang, X.; Wang, J. Photocatalysis oxidation activity regulation of Ag/TiO2 composites evaluated by
the selective oxidation of Rhodamine B. Appl. Surf. Sci. 2017, 422, 1–10. [CrossRef]

17. Sui, G.; Li, J.; Du, L.; Zhuang, Y.; Zhang, Y.; Zou, Y.; Li, B. Preparation and characterization of g-C3N4/Ag–TiO2 ternary
hollowsphere nanoheterojunction catalyst with high visible light photocatalytic performance. J. Alloys Compd. 2020, 823, 153851.
[CrossRef]

18. Ali, T.; Ahmed, A.; Alam, U.; Uddin, I.; Tripathi, P.; Muneer, M. Enhanced photocatalytic and antibacterial activities of Ag-doped
TiO2 nanoparticles under visible light. Mater. Chem. Phys. 2018, 212, 325–335. [CrossRef]

19. Demirci, S.; Dikici, T.; Yurddaskal, M.; Gultekin, S.; Toparli, M.; Celik, E. Synthesis and characterization of Ag doped TiO2
heterojunction films and their photocatalytic performances. Appl. Surf. Sci. 2016, 390, 591–601. [CrossRef]

20. Sun, Y.; Gao, Y.; Zeng, J.; Guo, J.; Wang, H. Enhancing visible-light photocatalytic activity of Ag-TiO2 nanowire composites by
one-step hydrothermal process. Mater. Lett. 2020, 279, 128506. [CrossRef]

21. Madima, N.; Kefeni, K.K.; Mishra, S.B.; Mishra, A.K. TiO2-modified g-C3N4 nanocomposite for photocatalytic degradation of
organic dyes in aqueous solution. Heliyon 2022, 8, e10683. [CrossRef]

22. Li, J.; Zhang, M.; Li, X.; Li, Q.; Yang, J. Effect of the calcination temperature on the visible light photocatalytic activity of direct
contact Z-scheme g-C3N4-TiO2 heterojunction. Appl. Catal. B Environ. 2017, 212, 106–114. [CrossRef]

23. Zhang, X.; Li, L.; Zeng, Y.; Liu, F.; Yuan, J.; Li, X.; Yu, Y.; Zhu, X.; Xiong, Z.; Yu, H.; et al. TiO2/Graphitic Carbon Nitride
Nanosheets for the Photocatalytic Degradation of Rhodamine B under Simulated Sunlight. ACS Appl. Nano Mater. 2019, 2,
7255–7265. [CrossRef]

24. Zhou, D.; Yu, B.; Chen, Q.; Shi, H.; Zhang, Y.; Li, D.; Yang, X.; Zhao, W.; Liu, C.; Wei, G.; et al. Improved visible light photocatalytic
activity on Z-scheme g-C3N4 decorated TiO2 nanotube arrays by a simple impregnation method. Mater. Res. Bull. 2019,
124, 110757. [CrossRef]

25. Zhou, D.; Chen, Z.; Yang, Q.; Shen, C.; Tang, G.; Zhao, S.; Zhang, J.; Chen, D.; Wei, Q.; Dong, X. Facile Construction of g-C3N4
Nanosheets/TiO2 Nanotube Arrays as Z-Scheme Photocatalyst with Enhanced Visible-Light Performance. ChemCatChem 2016, 8,
3064–3073. [CrossRef]

26. Zhou, D.; Chen, Z.; Yang, Q.; Dong, X.; Zhang, J.; Qin, L. In-situ construction of all-solid-state Z-scheme g-C3N4/TiO2 nanotube
arrays photocatalyst with enhanced visible-light-induced properties. Sol. Energy Mater. Sol. Cells 2016, 157, 399–405. [CrossRef]

27. Yang, Y.; Lu, C.; Ren, J.; Li, X.; Ma, Y.; Huang, W.; Zhao, X. Enhanced photocatalytic hydrogen evolution over TiO2/g-C3N4 2D
heterojunction coupled with plasmon Ag nanoparticles. Ceram. Int. 2020, 46, 5725–5732. [CrossRef]

28. Qin, H.; Lv, W.; Bai, J.; Zhou, Y.; Wen, Y.; He, Q.; Tang, J.; Wang, L.; Zhou, Q. Sulfur-doped porous graphitic carbon nitride
heterojunction hybrids for enhanced photocatalytic H2 evolution. J. Mater. Sci. 2019, 54, 4811–4820. [CrossRef]

29. Tan, Y.; Shu, Z.; Zhou, J.; Li, T.; Wang, W.; Zhao, Z. One-step synthesis of nanostructured g-C3N4/TiO2 composite for highly
enhanced visible-light photocatalytic H2 evolution. Appl. Catal. B Environ. 2018, 230, 260–268. [CrossRef]

30. Sutar, R.S.; Barkul, R.P.; Delekar, S.D.; Patil, M.K. Sunlight assisted photocatalytic degradation of organic pollutants using
g-C3N4-TiO2 nanocomposites. Arab. J. Chem. 2020, 13, 4966–4977. [CrossRef]

31. Liu, Y.; Zeng, X.; Hu, X.; Hu, J.; Wang, Z.; Yin, Y.; Sun, C.; Zhang, X. Two-dimensional g-C3N4/TiO2 nanocomposites as vertical
Z-scheme heterojunction for improved photocatalytic water disinfection. Catal. Today 2018, 335, 243–251. [CrossRef]

32. Ni, S.; Fu, Z.; Li, L.; Ma, M.; Liu, Y. Step-scheme heterojunction g-C3N4/TiO2 for efficient photocatalytic degradation of
tetracycline hydrochloride under UV light. Colloids Surf. A Physicochem. Eng. Asp. 2022, 649, 129475. [CrossRef]

33. Raja, V.; Jaffar Ali, B.M. Synergy of photon up-conversion and Z-scheme mechanism in graphitic carbon nitride nanoparticles
decorated g-C3N4-TiO2. Colloids Surf. A Physicochem. Eng. Asp. 2020, 611, 125862. [CrossRef]

34. Bi, X.; Yu, S.; Liu, E.; Liu, L.; Zhang, K.; Zang, J.; Zhao, Y. Construction of g-C3N4/TiO2 nanotube arrays Z-scheme heterojunction
to improve visible light catalytic activity. Colloids Surf. A Physicochem. Eng. Asp. 2020, 603, 125193. [CrossRef]

35. Liu, R.; Bie, Y.; Qiao, Y.; Liu, T.; Song, Y. Design of g-C3N4/TiO2 nanotubes heterojunction for enhanced organic pollutants
degradation in waste water. Mater. Lett. 2019, 251, 126–130. [CrossRef]

36. Kobkeatthawin, T.; Chaveanghong, S.; Trakulmututa, J.; Amornsakchai, T.; Kajitvichyanukul, P.; Smith, S.M. Photocatalytic
Activity of TiO2/g-C3N4 Nanocomposites for Removal of Monochlorophenols from Water. Nanomaterials 2022, 12, 2852. [CrossRef]
[PubMed]

37. Matias, M.L.; Reis-machado, A.S.; Rodrigues, J.; Deuermeier, J.; Pimentel, A.; Fortunato, E.; Martins, R.; Nunes, D. Microwave
Synthesis of Visible-Light-Activated g-C3N4/TiO2 Photocatalysts. Nanomaterials 2023, 13, 1090. [CrossRef]

38. Zhou, B.; Hong, H.; Zhang, H.; Yu, S.; Tian, H. Heterostructured Ag/g-C3N4/TiO2 with enhanced visible light photocatalytic
performances. J. Chem. Technol. Biotechnol. 2019, 94, 3806–3814. [CrossRef]

39. Hoa, D.T.N.; Tu, N.T.T.; Thinh, H.Q.A.; Van Thanh Son, L.; Son, L.V.T.; Quyen, N.D.V.; Son, L.L.; Tuyen, T.N.; Thong, P.L.M.; Diem,
L.H.; et al. TiO2/g-C3N4 Visible-Light-Driven Photocatalyst for Methylene Blue Decomposition. J. Nanomater. 2023, 2023, 9967890.
[CrossRef]

https://doi.org/10.3390/nano10010001
https://www.ncbi.nlm.nih.gov/pubmed/31861272
https://doi.org/10.1007/s11164-022-04903-6
https://doi.org/10.1016/j.apsusc.2017.05.211
https://doi.org/10.1016/j.jallcom.2020.153851
https://doi.org/10.1016/j.matchemphys.2018.03.052
https://doi.org/10.1016/j.apsusc.2016.08.145
https://doi.org/10.1016/j.matlet.2020.128506
https://doi.org/10.1016/j.heliyon.2022.e10683
https://doi.org/10.1016/j.apcatb.2017.04.061
https://doi.org/10.1021/acsanm.9b01739
https://doi.org/10.1016/j.materresbull.2019.110757
https://doi.org/10.1002/cctc.201600828
https://doi.org/10.1016/j.solmat.2016.07.007
https://doi.org/10.1016/j.ceramint.2019.11.021
https://doi.org/10.1007/s10853-018-3168-5
https://doi.org/10.1016/j.apcatb.2018.02.056
https://doi.org/10.1016/j.arabjc.2020.01.019
https://doi.org/10.1016/j.cattod.2018.11.053
https://doi.org/10.1016/j.colsurfa.2022.129475
https://doi.org/10.1016/j.colsurfa.2020.125862
https://doi.org/10.1016/j.colsurfa.2020.125193
https://doi.org/10.1016/j.matlet.2019.05.065
https://doi.org/10.3390/nano12162852
https://www.ncbi.nlm.nih.gov/pubmed/36014720
https://doi.org/10.3390/nano13061090
https://doi.org/10.1002/jctb.6105
https://doi.org/10.1155/2023/9967890


Materials 2023, 16, 5497 16 of 16

40. Li, H.; Gao, Y.; Wu, X.; Lee, P.H.; Shih, K. Fabrication of Heterostructured g-C3N4/Ag-TiO2 Hybrid Photocatalyst with Enhanced
Performance in Photocatalytic Conversion of CO2 under Simulated Sunlight Irradiation. Appl. Surf. Sci. 2017, 402, 198–207.
[CrossRef]

41. Zang, M.; Shi, L.; Liang, L.; Li, D.; Sun, J. Heterostructured g-C3N4/Ag-TiO2 composites with efficient photocatalytic performance
under visible-light irradiation. RSC Adv. 2015, 5, 56136–56144. [CrossRef]

42. Narkbuakaew, T.; Sattayaporn, S.; Saito, N.; Sujaridworakun, P. Investigation of the Ag species and synergy of Ag-TiO2 and
g-C3N4 for the enhancement of photocatalytic activity under UV–Visible light irradiation. Appl. Surf. Sci. 2022, 573, 151617.
[CrossRef]

43. Tangwongputti, C.; Reubroycharoen, P.; Sujaridworakun, P. Facile synthesis of heterostructured g-C3N4/Ag-TiO2 photocatalysts
with enhanced visible-light photocatalytic performance. J. Met. Mater. Miner. 2022, 32, 48–54. [CrossRef]

44. Lang, J.; Takahashi, K.; Kubo, M. Preparation of TiO2-CNT-Ag Ternary Composite Film with Enhanced Photocatalytic Activity
via Plasma-Enhanced Chemical Vapor Deposition. Catalysts 2022, 12, 508. [CrossRef]

45. Anisuzzaman, S.M.; Joseph, C.G.; Pang, C.K.; Affandi, N.A.; Maruja, S.N.; Vijayan, V. Current Trends in the Utilization of
Photolysis and Photocatalysis Treatment Processes for the Remediation of Dye Wastewater: A Short Review. ChemEngineering
2022, 6, 58. [CrossRef]

46. Sabir, A.; Sherazi, T.A.; Xu, Q. Porous polymer supported Ag-TiO2 as green photocatalyst for degradation of methyl orange. Surf.
Interfaces 2021, 26, 101318. [CrossRef]
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