
Citation: Padhan, B.; Ryoo, W.; Patel,

M.; Dash, J.K.; Patel, R. Cutting-Edge

Applications of Cellulose-Based

Membranes in Drug and Organic

Contaminant Removal: Recent

Advances and Innovations. Polymers

2024, 16, 2938. https://doi.org/

10.3390/polym16202938

Academic Editor: Maria Graça

Rasteiro

Received: 22 August 2024

Revised: 16 October 2024

Accepted: 18 October 2024

Published: 20 October 2024

Copyright: © 2024 by the authors.

Licensee MDPI, Basel, Switzerland.

This article is an open access article

distributed under the terms and

conditions of the Creative Commons

Attribution (CC BY) license (https://

creativecommons.org/licenses/by/

4.0/).

polymers

Review

Cutting-Edge Applications of Cellulose-Based Membranes in
Drug and Organic Contaminant Removal: Recent Advances
and Innovations
Bandana Padhan 1,† , Wanki Ryoo 2,†, Madhumita Patel 3 , Jatis Kumar Dash 4,* and Rajkumar Patel 5,*

1 Department of Biotechnology, School of Life Science and Biotechnology, Adamas University,
Kolkata 700126, India; miki.bandana@gmail.com

2 Bio-Convergence, Integrated Science and Engineering Division, Underwood International College,
Yonsei University, 85 Songdogwahak-ro, Yeonsu-gu, Incheon 21983, Republic of Korea

3 Department of Chemistry and Nanoscience, Ewha Womans University, 52 Ewhayeodae-gil, Seodaemun-gu,
Seoul 03760, Republic of Korea; madhurk29@gmail.com

4 Department of Physics, SRM University-AP, Amaravati 522502, India
5 Energy and Environmental Science and Engineering (EESE), Integrated Science and Engineering

Division (ISED), Underwood International College, Yonsei University, Incheon 21983, Republic of Korea
* Correspondence: jatis.d@srmap.edu.in (J.K.D.); rajkumar@yonsei.ac.kr (R.P.)
† These authors contributed equally to this work.

Abstract: The increasing environmental challenges caused by pharmaceutical waste, especially
antibiotics and contaminants, necessitate sustainable solutions. Cellulose-based membranes are
considered advanced tools and show great potential as effective materials for the removal of drugs
and organic contaminants. This review introduces an environmentally friendly composite membrane
for the elimination of antibiotics and dye contaminants from water and food, without the use of
toxic additives. The potential of cellulose-based membranes in reducing the impact on water quality
and promoting environmental sustainability is emphasized. Additionally, the benefits of using
biobased cellulose membranes in membrane biological reactors for the removal of antibiotics from
pharmaceutical waste and milk are explored, presenting an innovative approach to achieving a
circular economy. This review provides recent and comprehensive insights into membrane bioreactor
technology, making it a valuable resource for researchers seeking efficient methods to break down
antibiotics in industrial wastewater, particularly in the pharmaceutical and dairy industries.

Keywords: cellulose-based membrane bioreactor; industrial effluents; antibiotics removal; water
pollution; wastewater treatment; human health; sustainability

1. Introduction

In recent years, there has been a growing global concern about the threat posed by
emerging contaminants to both aquatic ecosystems and human health. Notably, pharma-
ceutical residues (PhaRs) have attracted considerable attention due to their widespread
presence in various environmental settings, including surface water, groundwater, and
wastewater treatment plant effluents [1,2]. The diverse range of PhaRs, encompassing
steroids, antibiotics, antidepressants, antacids, and analgesics, presents a significant envi-
ronmental challenge that is exacerbated by insufficient monitoring, regulatory frameworks,
validated analytical methods, and comprehensive information regarding their prevalence.
Despite their individual non-persistence, pharmaceutical residues accumulate in the en-
vironment, creating a pseudo-persistent presence that poses substantial risks to aquatic
life and human health [3]. The ecological risks associated with PhaRs extend to disrupting
the food chain, with various species, such as bacteria, algae, and invertebrates, experi-
encing adverse effects even at low concentrations. Nevertheless, the limited research in
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this area underscores the pressing need for innovative technologies tailored to effectively
remediating these organic micropollutants [4].

Similarly, organic dyes represent another category of emerging contaminants that
contribute significantly to water pollution, primarily through effluents from industries
such as textiles and paper [5]. These dyes have been found to have severe toxic effects on
aquatic life, affecting water quality and the overall health of aquatic environments. These
dyes impair water transparency, which subsequently reduces solar radiation penetration
and negatively affects photosynthesis in aquatic flora [6]. Additionally, the accumulation
of these dyes and associated contaminants in the food chain can pose significant risks to
agricultural productivity, affecting crop quality and soil health [7]. Pesticides and herbicides
are synthetic organic compounds that are widely used in agriculture to control pests and
weeds. Commonly, glyphosate and atrazine are used as herbicides; they have been detected
in water sources and impact the reproductive and developmental processes in aquatic
life. The lack of extensive research in this field underscores the necessity of developing
advanced methodologies and frameworks that can adequately address the presence of
diverse organic micropollutants, including PhaRs and organic dyes, in our ecosystems [4].

One effective approach to tackling contaminants of emerging concern in both wastew-
ater and drinking water is membrane technology, which has become a focal point in recent
research [3,8]. In particular, cellulose-based membranes have emerged as promising ma-
terials for water remediation due to their abundance, biocompatibility, and large surface
area. These membranes can be used for adsorption, catalysis, and anti-fouling applications
in water treatment. These membranes exhibit variable pore architectures, which allows
for the effective separation of different contaminants. Various fabrication methods, such
as phase inversion and the use of cellulose particles, enable the adjustment of the pore
size and porosity. One study demonstrated a composite cellulose-based membrane with
an average pore size of 2.2 nm, achieving a flux of 12 L m−2 h−1 and a sodium chloride
rejection rate of 36%. This tunable porosity allows these membranes to effectively target a
range of pollutants, including organic molecules and heavy metals, thus enhancing their
efficacy in water treatment [9]. It has been noted that cellulose membranes can exhibit
excellent selective separation capabilities for various ions and organic compounds, which is
critical for applications such as ultrafiltration and reverse osmosis. The mechanical strength
of cellulose-based membranes can be enhanced through the incorporation of cellulose
nanocrystals (CNCs) or cellulose nanofibrils (CNFs). These nanomaterials contribute to
significant increases in tensile strength, making membranes more robust. For instance, a
0.8% CNF-doped polysulfone membrane showed an increase in tensile strength from 158
MPa to 391 MPa compared to a neat polysulfone membrane. The high mechanical stiffness
of CNCs and CNFs, alongside cellulose’s own impressive tensile properties, ensure that
these membranes withstand the stresses of filtration processes while maintaining their
function [10].

Cellulose-based membranes have gained attention as promising materials for wa-
ter remediation due to their abundance, biocompatibility, and large surface area. These
membranes can be utilized for various applications in water treatment, such as adsorp-
tion, catalysis, and anti-fouling. For example, composite cellulose acetate/layered double
hydroxide (LDH) membranes have been successfully employed for the removal of di-
clofenac sodium and tetracycline from water [11]. With their porous structures, these
membranes enable the efficient filtration of organic contaminants including pharmaceutical
residues, pesticides, and dyes. Moreover, cellulose-based materials can be chemically
and physically modified to enhance their mechanical properties and improve their water
treatment capabilities. For instance, carboxyl groups, sulfonate groups, and phosphonate
groups can be grafted onto nanocellulose to selectively uptake contaminants in water
remediation [12]. These membranes find extensive use in water treatment processes, of-
fering versatile solutions for the removal of organic contaminants [13–16]. The current
research is focused on optimizing cellulose membranes’ properties for specific applica-
tions, with the integration of nanotechnology showing the potential to further enhance
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their performance, particularly in addressing challenges posed by pharmaceutical residues
and other organic contaminants [17,18]. In recent years, researchers have explored vari-
ous innovative techniques and materials for the efficient removal of tetracycline residues
from water and food products [19]. These include advanced membrane technologies
such as the use of Cu2(OH)2CO3/g-C3N4 in cellulose acetate (Cu/CN@CA) composite
membranes, mixed-mode strong cation-exchanging fabric phase sorptive extraction (FPSE)
techniques [2], amino-functionalized Fe-based metal–organic frameworks [3], and pho-
tocatalytic membranes [8,20]. These approaches demonstrate promising capabilities in
removing tetracycline residues from both aqueous solutions and food matrices, thereby
contributing to environmental and food safety.

The quality of water and food products is incredibly important in maintaining envi-
ronmental sustainability and public health [21,22]. Contamination from substances like
antibiotics and dyes presents significant challenges to water and food safety, requiring
new approaches for their removal [20,23,24]. Previous reports have discussed customiz-
ing nanocellulose’s surface chemistry for pollutant removal and membrane fabrication,
as well as the potential of nanocellulose in improving water filtration [25–27]. Another
review focused on cellulose derivatives, highlighting their mechanisms of adsorption and
effectiveness in removing pollutants such as heavy metals, dyes, and pathogens from
wastewater [18,28,29]. This review thoroughly explores various methodologies and materi-
als aimed at addressing water and food contamination, with a particular focus on removing
tetracycline, other antibiotics, dye contaminants, and other pollutants. Furthermore, the
review discusses emerging techniques for the removal of contaminants of various kinds,
including polyacrylonitrile nanofiber membranes for organic micropollutant removal, cel-
lulose acetate/zeolite fiber adsorbents for erythromycin removal, and recycled polyvinyl
chloride microplastics for antibiotic adsorption. This review presents groundbreaking
insights that distinguish it from other literature in the field by introducing novel extrac-
tion techniques and emphasizing critical issues related to environmental contaminants.
Notably, it discusses the development of mixed-mode solid-phase extraction (FPSE) and
amino-functionalized metal–organic frameworks (MOFs), which offer unprecedented sen-
sitivity and efficiency in detecting and removing antibiotic residues in food products and
wastewater. Unlike many existing reviews that broadly address environmental pollution,
this work specifically highlights dye contaminants in water, focusing on their origins in
industrial processes such as textile, paper, and food processing. Additionally, it showcases
innovative advancements like water-stable membranes produced from carboxymethyl
cellulose (CMC) and cellulose nanofibrils (CNFs), cross-linked with citric acid, emphasiz-
ing their potential in enhancing contaminant removal. Furthermore, the exploration of
nanocomposite membranes derived from cellulose nanocrystals (CNCs) reflects significant
technological progress, offering enhanced performance for contaminant extraction. By
integrating these diverse approaches, this review provides a comprehensive perspective
on environmental sustainability and public health protection, thereby serving as a crucial
resource for researchers in the field. Its focus on innovative methodologies and specific
contaminant challenges sets it apart from traditional reviews, paving the way for future
research and practical applications.

2. Conventional Membranes vs. Cellulosic Membranes: Limitations and Challenges

Conventional membrane techniques such as nanofiltration, reverse osmosis, and
forward osmosis are effective for specific water treatment applications. Nanofiltration
membranes are specifically designed to remove small organic molecules and multivalent
ions from water, making them widely used in water softening and wastewater treatment.
However, NF membranes face limitations such as susceptibility to fouling, particularly
from organic substances, which reduces their efficiency and increases the maintenance
costs. The high pressure required for the NF process also elevates the energy consump-
tion, making it less sustainable for large-scale applications [30]. Furthermore, NF is less
effective in removing monovalent ions, limiting its use in desalination. In comparison,
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cellulosic membranes offer better biocompatibility and are less prone to fouling due to their
hydrophilic nature, although they generally have lower selectivity and mechanical strength
compared to NF membranes [31].

Reverse osmosis is one of the most effective membrane filtration methods, capable of
removing dissolved salts, organic compounds, and even small contaminants such as viruses.
Despite its high efficiency, RO systems have significant drawbacks, including high energy
consumption due to the high pressure needed for effective filtration. Additionally, RO
membranes are prone to fouling and scaling caused by organic compounds and dissolved
salts, reducing their performance. Another major challenge with RO is the disposal of
concentrated brine byproducts, which is costly and difficult to manage, especially in
inland areas. In contrast, cellulosic membranes are more environmentally friendly and
less energy-intensive, but they are not as effective as RO in desalination or removing small
contaminants [32].

Forward osmosis is a membrane-based technology that uses osmotic pressure differ-
ences to drive water across a semi-permeable membrane, making it a more energy-efficient
alternative to reverse osmosis. However, FO faces several challenges, including the recovery
of the draw solution, which can be complex and energy-intensive. FO membranes, while
less prone to fouling than RO and NF membranes, still suffer from fouling issues. Moreover,
FO generally has lower water flux compared to RO, making it less efficient for large-scale
desalination projects. Cellulosic membranes, while offering lower performance in handling
high-salinity solutions, are biodegradable and environmentally friendly. However, FO
membranes’ complex draw solution recovery requirements are not an issue for cellulosic
membranes, which makes them more suitable for sustainable applications [33].

Cellulosic membranes, derived from renewable plant-based materials, offer a biodegrad-
able and environmentally sustainable alternative to synthetic membranes such as those
produced from polyamide and used in nanofiltration (NF), reverse osmosis (RO), and
forward osmosis (FO). Their eco-friendly nature significantly reduces the environmental
impact associated with membrane disposal, making them a greener option for water treat-
ment. Fouling, caused by the accumulation of organic and inorganic substances, leads to
reduced efficiency and higher maintenance costs in NF, RO, and FO. Cellulosic membranes,
with their lower fouling potential, boast longer operational lifetimes and require less fre-
quent cleaning, ultimately lowering the maintenance expenses. Additionally, cellulosic
membranes are more energy-efficient, particularly in applications where lower-pressure
conditions are sufficient, unlike RO systems that require high pressure and significant
energy to function. As a sustainable solution aligned with environmental goals, these
membranes offer a clear advantage over petroleum-based synthetic membranes, which
contribute to environmental degradation and a reliance on non-renewable resources [34].

3. Removal of Drugs from the Water
3.1. Removal of Tetracycline

Tetracycline is an antibiotic used to treat a variety of bacterial infections in humans and
animals. It is classified under the tetracycline class of antibiotics and works by inhibiting
bacterial protein synthesis, effectively controlling the growth of bacteria [35]. Tetracy-
cline, an antibiotic used in humans and animals, contaminates water and food products
through agricultural runoff, wastewater discharges, and improper pharmaceutical dis-
posal. Agricultural practices, particularly the use of tetracyclines as growth promoters
in livestock, lead to residue runoff, while ineffective wastewater treatment from farms,
hospitals, and manufacturing allows tetracycline to enter water bodies. The improper
disposal of unused antibiotics also contributes to contamination [36]. This contamination
poses risks to aquatic ecosystems, disrupting microbial communities, reducing biodiversity,
and fostering antibiotic resistance. For humans, the consumption of contaminated water or
food can cause allergic reactions, antibiotic-resistant infections, and adverse effects on fetal
development [37].
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The proper treatment of tetracycline residues in water and food products is crucial
in ensuring environmental and food safety. Various innovative methods and materials
have been investigated to address tetracycline contamination [38]. Recent research has
explored the removal of tetracycline from water using cellulose-based membranes. Studies
have also revealed promising developments in the synthesis and application of advanced
membranes for efficient and sustainable water treatment. Advanced approaches such as
basic copper carbonate/graphitic carbon nitride (Cu2(OH)2CO3/g-C3N4) heterojunctions
on cellulose acetate composite membranes (Cu/CN@CA) and polypyrrole (PPy)-covered
bacterial cellulose (BC)/graphitic carbon nitride (g-C3N4) flexible nanofiber membranes
(PPy@BC/g-C3N4) represent innovative solutions for the removal of typical dyes, antibi-
otics, and trace organic pollutants [2,20]. A mixed-mode strong cation-exchanging fabric
phase sorptive extraction (FPSE) technique has been reported for the determination of
tetracycline residues in milk through protein precipitation. This method utilizes a stable
sorbent with a unique extraction membrane composed of sol–gel C18/propyl sulfonic acid
on a cotton cellulose fabric substrate and has been comprehensively validated. Param-
eters such as the linearity, selectivity, stability, limit of detection/limit of quantification
(LOD/LOQ), decision limit, detection capability, trueness, precision, and ruggedness were
systematically assessed. The recovery of tetracycline residues displayed a range of 88.9% to
122.4%, with the LOD and LOQ determined at 15 µg/kg and 50 µg/kg, respectively [1].
Additionally, iron(III)-loaded cellulose nanofibers (Fe(III)@CNFs) derived from bamboo
have been developed for the removal of tetracycline, chlortetracycline, and oxytetracycline
from aqueous solutions [39]. The Fe(III)@CNFs adsorbents showed high adsorption capaci-
ties for TCs, with surface complexation between the Fe(III) and TCs being the dominant
adsorption mechanism [39]. In another study, a novel amino-functionalized Fe-based
metal–organic framework, NH2-MIL-88B, was highly effective in extracting tetracycline
from milk. The introduced amino groups formed hydrogen-bonding interactions with the
hydroxyl groups of tetracycline, enhancing the peroxidase-like activity and facilitating
electron transfer, promoting the Fenton reaction. The NH2-MIL-88B-based sensor exhibited
excellent selectivity and a low limit of detection, showcasing its potential for rapid and
sensitive TC detection in milk samples. The combination with cellulose acetate to create
nanozyme hybrid membranes holds promise for the development of point-of-care testing
devices, particularly in the context of food safety and analytical chemistry applications [3].

A photocatalytic membrane (Au0.1Ag0.9/TiO2/CA) has been created to break down
antibiotics, specifically tetracycline, and remove harmful bacteria from water. This mem-
brane, which combines bimetallic nanoparticles with TiO2 nanorods in cellulose acetate,
has shown great effectiveness in breaking down tetracycline when exposed to visible light
(Figure 1). The photocatalytic process used by the Au0.1Ag0.9/TiO2/CA membrane pro-
vides a solution for the removal of both antibiotics and bacteria from water simultaneously.
This development has promising applications in water treatment and offers a way to reduce
antibiotic pollution in aquatic environments [40].

The use of cellulose nanocrystalline (CNC) materials, functionalized cellulose acetate
membranes, and innovative nanocomposite membranes reflects dedication to environmen-
tally friendly and cost-effective methods of purifying contaminated water [13,41,42]. Sul-
fated cellulose nanocrystalline composite membranes were created to remove tetracycline
hydrochloride from water. The CNC materials, which were produced from microcrystalline
cellulose, displayed effective removal capabilities when incorporated into composite mem-
branes. The combined effect of steric hindrance and electrostatic interaction within the
composite membranes led to improved removal efficiency, providing an environmentally
friendly solution to address antibiotic pollution and water purification [13].

In an effort to efficiently remove tetracycline from aqueous solutions, cellulose acetate
membranes were modified using aminopropyl triethoxysilane. This process involved
reacting the remaining free amino groups with cyanuric chloride in a heated feed solution
containing tetracycline. This reactive retention method significantly increased the adsorp-
tion capacity from 16% to an impressive 88%. Additionally, the modified membrane showed
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a substantial improvement in permeability, with the flux rate increasing from 72 L/m2·h
to 517.66 L/m2·h compared to the pure cellulose acetate membrane [41]. To address the
issue of residual pharmaceutical contaminants in wastewater, a novel approach involved
creating cellulose acetate/Mg-Al layered double hydroxide (Mg-Al LDH) nanocomposite
membranes for the efficient removal of pharmaceutical substances. These membranes were
assessed for their hydrodynamic properties and adsorption capacity using both pure water
and aqueous solutions containing common drugs, diclofenac sodium (DS), and tetracy-
cline (TC). The nanocomposite membranes exhibited improved permeability compared to
plain cellulose acetate. Particularly notable was the membrane containing 4 wt.% Mg-Al
LDH loading, demonstrating the highest water flux at 529 L/m2·h, a significant increase
compared to 36 L/m2·h in the pure membrane. Moreover, this membrane showcased a
tenfold increase in the adsorption capacity for DS, attributed to electrostatic interactions,
and a considerable enhancement in the TC adsorption capacity due to hydrogen-bonding
interactions with the nanofiller. These approaches offer valuable insights and potential
solutions to address the challenge of pharmaceutical contaminants in wastewater [42].
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A highly efficient and sustainable Cu/CN@CA composite membrane was developed
for the removal of dyes and antibiotics simultaneously. The membrane, which incor-
porates a basic copper carbonate (Cu2(OH)2CO3) and graphitic carbon nitride (g-C3N4)
(Cu2(OH)2CO3/g-C3N4) heterojunction (Cu/CN) onto a cellulose acetate (CA) substrate,
exhibited exceptional adsorption capacities. In particular, the 0.2Cu/CN@CA membrane,
optimized with Cu/CN doping, showed remarkable removal rates for Congo red (CR)
and tetracycline (TC) at 250.8 mg/g and 48.43 mg/g, respectively. The cellulose acetate
component played a key role in facilitating charge transfer interactions between g-C3N4
and Cu2(OH)2CO3, establishing a type II heterojunction transfer pathway. This mechanism
induced a strong oxidizing capability in the membrane, leading to the generation of active
species for the photocatalytic degradation of adsorbed contaminants under solar light
exposure [2].

Researchers have also explored the potential of photocatalytic technology for the effec-
tive removal of trace organic pollutants, such as tetracycline hydrochloride, from water [20].
One challenge in photocatalysis is the separation of the photocatalyst from the water after
use, especially when using powder photocatalysts. To address this issue, the researchers
employed a different approach by uniformly assembling graphitic carbon nitride (g-C3N4)
on bacterial cellulose (BC), forming a 3D nanofiber network, and enhancing its catalytic
activity through the incorporation of polypyrrole (PPy). The catalytic activity was further
enhanced by incorporating polypyrrole (PPy), resulting in the development of the flexible
membrane known as PPy@(BC/g-C3N4). This membrane exhibited remarkable catalytic
efficiency of 64.28% for TC-H degradation over 2 h when exposed to low-power xenon
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lamp irradiation (λ > 420 nm) in a specially designed reactor. Notably, the PPy@(BC/g-
C3N4) membrane demonstrated excellent stability, retaining more than 80% of its initial
catalytic activity even after ten cycles of repeated use. This approach introduces a general
strategy for the development of flexible membrane materials with high-efficiency catalytic
properties [20].

Furthermore, in a study, a zeolitic imidazole framework-8 (ZIF-8) was incorporated
into a cellulose membrane (ZIF-8/CM) and installed in a dismountable filter for use as
a sorbent in a lab-made microextraction in packed syringe (MEPS) system. The MEPS
procedure was simplified to a filtration process since the macroporous cellulose membrane
served as the substrate for ZIF-8 powder. The combined ZIF-8/CM-MEPS system, coupled
with high-performance liquid chromatography and a tandem ultraviolet detector (HPLC-
UV), was employed for the analysis of tetracyclines in water samples [4].

Wood membranes (WMs) are promising materials for environmental remediation,
especially in addressing antibiotic contaminants like tetracycline (TC) in water. In a study,
WMs were modified with sodium hydroxide (NaOH) and esterified with citric acid (CA)
to enhance the TC adsorption capacity. The x-CAW membranes showed breakthrough
curves with 8–12 times greater effective treatable volumes and higher adsorption capacities
compared to raw wood (Figure 2). Notably, significant TC adsorption occurred at pH 5 due
to the hydrogen bonds formed between the Ocarboxyl–H group of x-CAW and the O=Camide
group of zwitterionic TC [43].
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In another study, wood membranes were modified with citric acid (CA) to create
cost-effective and efficient adsorption membranes for the removal of TC. The modification
of pinewood (PW) and basswood (BW) transformed the structure of the wood membranes,
resulting in enhanced surface properties. The study found that the 6 wt% alkali-CA modi-
fied BW showed a significantly greater effective filtration volume compared to the 4 wt%
alkali-CA modified PW. The study also highlighted the influence of the pH on TC adsorp-
tion, with zwitterionic TC showing favorable adsorption at around pH 5. However, as the
pH increased, the TC adsorption efficiency decreased due to electrostatic repulsion [44].

In a parallel development, a multifaceted approach, encompassing modification tech-
niques and innovative materials like non-cytotoxic fluorescent wood (NCFW), has opened
up new avenues for sustainable and effective solutions in water treatment. NCFW demon-
strated an impressive TC adsorption capacity, efficiently removing up to 99.17 mg/g of
TC from water. The unique structure of NCFW improved TC adsorption, and integrated
fluorescent probes enhanced its effectiveness as a sensor. With an absolute quantum yield
of 3.9%, the NCFW exhibited notable selectivity and sensitivity for TC detection, mak-
ing it a promising multifunctional solution for water samples. Importantly, the NCFW
proved to be non-cytotoxic, with cell viability of over 90%, ensuring its safety for diverse
applications [45].

3.2. Removal of Ciprofloxin

The use of various types of cellulose acetate nanofiber membrane systems for the
removal of ciprofloxacin (CIP) from water represents a significant advancement in wastew-
ater treatment technology [46,47]. These membranes show strong adsorption characteristics,
especially at pH levels where CIP is in its zwitterionic form. Additionally, their endothermic
nature and increased effectiveness at higher temperatures make them applicable in various
environmental conditions [48]. The use of different types of cellulose acetate nanofiber mem-
brane systems for CIP removal indicates a promising approach to improving water quality
and addressing environmental challenges associated with antibiotic contamination [14,49].
Several studies highlight the importance of employing various nanomaterial-based ap-
proaches for the efficient and sustainable removal of CIP from water, addressing critical
environmental challenges while ensuring effectiveness in water treatment processes [23,50].

The removal of ciprofloxacin from water has been addressed through various innova-
tive approaches, each offering distinct advantages in terms of efficiency and sustainability.
Initially, montmorillonite-impregnated cellulose acetate nanofiber membranes (MMT-CA-
NFM) were used for CIP adsorption. Batch experiments revealed optimal conditions for
adsorption, with a 76% removal rate achieved at a CIP concentration of 10 mg/L, an MMT-
CA-NFM dose of 4 g/L, and a pH of 6.0. The zwitterionic form of CIP was found to enhance
the adsorption efficacy, particularly within a pH range of 6–7.5, and higher temperatures
facilitated the endothermic adsorption process. Regeneration studies showed that CIP
could be desorbed using a 10 mM NaOH solution, with the nanofibers retaining their ad-
sorption capacity after multiple uses, indicating their potential for repeated application in
water treatment [14]. Another approach involved the use of magnetic nanosorbents, where
sulfated polysaccharides combined with an epoxide-ring-containing alkoxysilane agent
were employed. This method showed exothermic and entropically favorable adsorption,
with κ-carrageenan-based sorbents showing spontaneous adsorption at room temperature.
Reusability tests confirmed the maintenance of the adsorptive performance, suggesting
their efficiency in wastewater treatment [49].

Studies have shown that magnetic nanosorbents produced with sulfated polysaccha-
rides and modified graphene-oxide-functionalized cellulose nanofibers are effective in
adsorbing CIP. These nanoadsorbents can efficiently adsorb ciprofloxacin and ofloxacin,
with maximum removal capacities of 45.04 mg/g and 85.30 mg/g, respectively. They can be
regenerated and reused, making them cost-effective and environmentally friendly for the
removal of pharmaceutical pollutants [50]. In addition, empirical models using magnetized
functionalized multi-walled carbon nanotubes (FMWCNTs-Fe3O4) can predict the CIP
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removal efficiency. The Langmuir model suggests a high maximum adsorption capacity of
107.66 mg/g, with the adsorption kinetics following the pseudo-second-order model. The
FMWCNTs-Fe3O4 also demonstrate good reusability, with only a 12% decrease in efficiency
after five cycles, showing their effectiveness in treating water contaminated with CIP [23].

3.3. Removal of Other Antibiotics

A number of studies have investigated innovative methods to address the urgent
problem of antibiotic pollution in water. These methods offer promising solutions for the
efficient removal of antibiotics and other contaminants, thereby contributing to improved
water quality and environmental sustainability [51]. These studies demonstrate the diverse
range of approaches and materials being explored for the efficient removal of antibiotics
and other contaminants from water, offering promising solutions to address water quality
challenges and environmental sustainability [14,19,24,52].

In one study, colemanite was demonstrated as a novel adsorbent for fluoroquinolone
antibiotics from wastewater. The adsorption process was found to be spontaneous and
endothermic, with the effectiveness increasing with changes in the pH and temperature.
Notably, colemanite demonstrated efficacy and reusability over multiple cycles, suggesting
its potential as a repeatable adsorbent for fluoroquinolones and similar pollutants [24].
Additionally, a viscose/bacterial cellulose (BC) composite membrane embedded with
graphene oxide (GO) was utilized to treat sulfonamide antibiotic wastewater. The compos-
ite membrane, coupled with an enzyme carrier with high efficiency, demonstrated high
removal rates for sulfonamides under specific operational conditions. This scalable strategy
presents a transformative approach to treating and recycling antibiotic wastewater [19].
Moreover, semiconductor photocatalysis and membrane separation were integrated into
water treatment technology using ultralong nanowires (UNWs) of the Ca–alendronate (Ca-
ALN) complex. This multifunctional photocatalytic filter paper, capable of photocatalysis,
adsorption, and filtration, exhibited high pure water flux rates, indicating its potential for
efficient water purification and biomedical applications [52].

In the field of wastewater treatment, membranes derived from two-dimensional (2D)
materials such as laminated graphene oxide (GO) and cellulose nanocrystal hybrids have
shown promise. By combining GO and CNCs, these membranes exhibit improved surface
hydrophilicity, a crumpled structure, and slightly increased interlayer spacing, which
significantly enhances the water permeability (two to four times higher than pure GO
membranes). The optimal GO/CNC membrane demonstrated high antibiotic rejection
rates of 74.8% for sulfamethoxazole (SMX), 90.9% for levofloxacin (Levo), and 97.2% for
norfloxacin (Nor), while allowing the passage of essential nutrients such as NO3

− and
H2PO4

−. The removal mechanisms included electrostatic repulsion for SMX and adsorption
for Levo and Nor [53]. In addition, heterostructures of reduced graphene oxide–tungsten
trioxide (rGO-WO3) have proven to be efficient adsorbents for the removal of contaminants
like levofloxacin from water. The integration of WO3 nanorods onto rGO nanosheets
significantly increased their adsorption capacities, demonstrating their potential for water
treatment applications [54].

A hybrid photocatalytic membrane, which integrated graphitic carbon nitride (g-C3N4)
nanosheets with graphene oxide (GO) interlayers, was employed for effective wastewater
treatment. The membrane’s performance was tested in reactor cells using organic dyes
and antibiotics as test pollutants, and it was assessed based on its permeance, rejection
rate during filtration, overall removal efficiency under light irradiation, and degradation
rate. The membrane demonstrated improved permeance under visible light, high stability
over repeated use, and consistently high removal rates for dyes and various antibiotics [8].
Additionally, a separate study reported the use of clay polymeric nanocomposite hydrogel
beads in adsorbing fluoroquinolone antibiotics from water. These beads, produced from
carboxymethyl cellulose, acrylamide, and Fe clay through an ionotropic gelation process
(refer to Figure 3), removed approximately 92% of ciprofloxacin and 93% of levofloxacin,
with maximum adsorption capacities of 57.84 mg/g for ciprofloxacin and 38.01 mg/g for
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levofloxacin. Furthermore, this treatment significantly reduced the residual toxicity against
freshwater algae Chlorella spp., underscoring the potential environmental benefits of this
method in reducing antibiotic pollution [55].
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Furthermore, a novel two-step immobilization method was developed to produce
cross-linked enzyme aggregates (CLEA) within membrane pores. Laccase was adsorbed
onto a biodegradable cellulose acetate membrane and cross-linked to enhance the enzyme
loading and efficiency. The resultant membrane had 76% immobilization efficiency at 29 ◦C,
with surface activity of 1174 U/m2, despite some denaturation and membrane fouling.
The immobilized laccase achieved 58% removal efficiency for diclofenac from wastewa-
ter [56]. Similarly, the remediation of penicillin antibiotics from wastewater can be achieved
through various advanced treatment technologies and methods. Key approaches include
biological processes, adsorption techniques, and physical separation processes [57,58]. In a
study, aluminum-based metal–organic framework (Al-MOF) polymer monoliths were pre-
pared via microwave-assisted polymerization, using MIL-53(Al) combined with ethylene
dimethacrylate (EDMA) and butyl methacrylate (BMA). These Al-MOF polymer monoliths
were used as sorbents in solid-phase microextraction (SPME) to extract penicillins (penicillin
G, V, oxacillin, cloxacillin, dicloxacillin, and nafcillin). The MIL-53(Al) polymer achieved
the highest extraction recoveries (90.5–95.7%), with good reproducibility (<4.2% RSDs). Its
application in spiked river water and milk samples yielded recoveries of 80.8–100.7% with
<7.1% RSDs, demonstrating its effectiveness in penicillin extraction from environmental
and food samples [59]. Various methodologies exist for the remediation of another group of
broad-spectrum antibiotics of the β-lactam family, namely cephalosporin antibiotics from
wastewater, utilizing biochemical, chemical, and physical treatment processes [60,61]. The
removal of the cephalosporin antibiotic cefadroxil was achieved using polyethylenimine
(PEI) cross-linked nanofiltration (NF) membranes, as demonstrated by Zhao et al. [62].
These membranes were developed by modifying P84 co-polyimide precursor membranes
through cross-linking with PEI of varying molecular weights. This study introduced the
concept of the separation behavior of positively charged NF membranes for the removal of
antibiotics under different pH conditions. However, no comprehensive research has been
conducted specifically on the use of cellulose membrane technology for the removal of
penicillin and cephalosporin from wastewater.
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Macrolides are a class of antibiotics derived from Saccharopolyspora, a genus of soil-
borne bacteria. These antibiotics are characterized by their macrocyclic lactone ring struc-
ture, which is crucial for their antibacterial activity. Common examples of macrolides
include picromycin, clarithromycin, azithromycin, and erythromycin. They are widely
used to treat various bacterial infections due to their ability to inhibit protein synthesis in
bacteria, making them effective against a broad range of pathogens [63]. Macrolide pollu-
tion in wastewater primarily originates from various sectors, notably human and veterinary
medicine, pharmaceutical manufacturing, agricultural runoff, and hospital waste. Con-
ventional activated sludge (CAS) treatment has been shown to reduce macrolide residues
in wastewater but is not entirely effective in removing them [64]. Membrane bioreactor
(MBR) systems, however, have demonstrated higher efficiency in removing macrolides
and other antibiotics, with studies showing an average of around 20% greater removal
compared to CAS treatment [65]. Despite the improvements seen with MBR systems, the
removal of macrolides from wastewater could be further enhanced through advanced
membrane technologies, particularly cellulose-based membranes. However, there is a
notable gap in the literature regarding the use of cellulose membranes for macrolide reme-
diation, despite their many advantages. This highlights the need for further research and
the implementation of cellulose-based membranes in wastewater treatment to effectively
tackle macrolide pollution.

4. Removal of Dye Contaminants from Water

Dye contaminants in water primarily originate from various industrial processes,
particularly in textile industries, paper mills, and food processing plants. Each of these
sectors employs dyes for different purposes, leading to significant environmental impacts
due to the improper discharge of dye-laden effluents. Textile dyeing is responsible for
approximately 20% of all industrial water pollution [66]. Approximately 10,000 different
dyes are utilized in this sector, with around 60–70% being azo dyes, which are known
carcinogens. During the dyeing process, it is estimated that 10–50% of the dye used can
end up in wastewater, significantly contributing to environmental contamination. The
textile industry consumes large amounts of water, often up to 200 tons per ton of dyed
fabric. Consequently, millions of gallons of effluent, rich in colors and organic chemicals,
are discharged as hazardous waste [66,67]. Paper mills are another major source of dye
contaminants in water. Effluents from these facilities often contain unutilized dyes such as
azo, phthalocyanine, and anthraquinone dyes, which are typically harmful. The wastew-
ater discharged from paper mills is highly toxic and has been reported to contain over
250 different chemicals, which contribute to aquatic pollution and pose significant risks to
water quality [7]. The food industry also utilizes synthetic dyes for various applications,
contributing to dye contamination. These dyes can leach into wastewater during processing
and can be harmful not only to the environment but also to human health [67].

Dye contamination in water causes discoloration, reducing sunlight penetration and
hindering photosynthesis, which disrupts aquatic ecosystems by inhibiting essential mi-
croorganisms at the base of the food chain. Toxic dyes interfere with aquatic life, affecting
growth and reproduction, while some ionic dyes cause skin and respiratory issues in fish
and invertebrates [68]. Carcinogenic dyes further contribute to ecological imbalances, and
bioaccumulation in fish poses health risks to humans who consume contaminated species.
For humans, dye-contaminated water can cause allergies, skin diseases, asthma, and ner-
vous system disorders. Non-biodegradable textile dyes can lead to chronic conditions,
including cancer, even at low concentrations [69].

The removal of dye contaminants from wastewater is vital for water purification
processes, and several innovative methods have been developed to effectively address this
challenge. Advanced membrane technologies and surface modifications offer promising
solutions for the efficient removal of dye contaminants from wastewater [70]. Studies have
demonstrated the effectiveness of cellulose-based membranes in removing dyes from water,
with different approaches and modifications enhancing their adsorption capacities. These
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methods not only contribute to improved water quality but also address the environmental
concerns associated with dye pollution, highlighting their significance in sustainable water
management practices [15,71–73]. One approach involves the use of thin-film composite
nanofiltration membranes embedded with cellulose nanocrystals within the polyamide
active layer [71]. These membranes exhibit excellent potential for desalination and dye
removal, demonstrating high salt rejection rates and improved filtration flux. The modified
surface charge and reduced pore size of these membranes enhance their effectiveness in
removing both anionic and cationic dyes, providing a versatile solution for wastewater
treatment [71].

Additionally, water-stable membranes composed of carboxymethyl cellulose (CMC)
and cellulose nanofibrils (CNFs), cross-linked with citric acid, offer a promising alterna-
tive for dye removal [72]. These membranes maintain high dye removal efficiency over
multiple reuse cycles, making them sustainable and cost-effective options for filtration
technology. Phosphonated cellulose acetate (PCA) membranes have also shown promise
in the adsorptive removal of methylene blue (MB) from water [15]. With a maximum
adsorption capacity of 10 mg/g, these membranes demonstrate effective dye removal
while being thermodynamically favorable and feasible for practical applications in water
purification [15].

Furthermore, nanocomposite membranes composed of cellulose nanocrystals (CNCs)
derived from microcrystalline cellulose are highly effective in removing cationic dyes
from water [73]. The efficiency of dye removal depends on the concentration of CNCs
used in membrane production, allowing for customization to meet specific filtration re-
quirements. Another innovative approach involves modifying cellulose filter membranes
with poly(diallyl dimethyl ammonium chloride) (PDADMAC) for the selective removal of
anionic dyes from wastewater [74]. These membranes exhibit high selectivity in removing
methyl orange (MO) and also show effective antimicrobial properties against S. aureus and
E. coli, making them valuable for wastewater treatment applications [74].

The development and integration of advanced membrane materials offer significant
promise for efficient dye removal from wastewater, contributing to improved water quality
and environmental sustainability. These innovative approaches address the challenges
associated with dye pollution, emphasizing their importance in modern water treatment
technologies [75]. Modified cellulose nanocrystals (MCNC) have been integrated into
polyethersulfone (PES) membranes to improve the water purification efficiency [76]. These
membranes, with amine-functionalized cellulose nanocrystals, demonstrate excellent ad-
sorption capabilities for both copper ions and direct red-16 dye from water. Including 1 wt%
MCNC in PES membranes significantly increases the dye removal efficiency, reaching up
to 99%, highlighting the effectiveness of MCNC in enhancing membrane performance [76].
Another notable approach involves the development of nanoporous membranes doped
with silver nanoparticles (AgNPs) for the catalytic decolorization of dyes [77]. Using a bac-
terial cellulose (BC) hydrogel as a scaffold, the AgNP-doped BC membrane demonstrated
exceptional efficiency in breaking down organic dyes like rhodamine 6G and methyl orange.
Furthermore, its unique nanoporous structure ensures high decolorization efficiency, with
minimal performance degradation over multiple cycles, demonstrating its potential for
continuous dye treatment in water purification processes [77].

Additionally, a nanofiber composite nanofiltration membrane was created by grafting
carboxyl multi-walled carbon nanotubes onto bacterial cellulose and coating the surface
with a chitosan hydrogel. This membrane was designed for the highly efficient removal of
dyes in wastewater treatment. The composite membrane showed improved performance
at higher pressure and maintained a dye rejection rate above 90% for dyes heavier than
600 g/mol under 0.5 MPa. It also demonstrated effective anti-fouling properties against oil
and proteins [78]. Another significant advancement in water filtration technology is the
integration of ultrathin graphene oxide (GO)–cellulose nanofiber (CNF) composite mem-
branes [79]. A membrane with a GO:CNF ratio of 1:100 exhibited remarkably high water
flux. The anisotropic layers of the membrane efficiently rejected over 90% of charged dyes
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by combining electrostatic and hydrophobic interactions and size exclusion mechanisms.
The GO layer on the CNF allows for the manufacture of cost-effective and scalable water
purification membranes with excellent performance in terms of flux, stability, and dye
rejection [79].

The use of cellulose acetate and its derivatives in various membrane configurations
demonstrates their potential for the effective removal of dyes from wastewater. These
innovative approaches address the challenges associated with dye pollution, contributing
to improved water quality and environmental sustainability [80–83]. Cellulose acetate (CA)
and activated carbon (AC) composite membranes have shown high adsorption efficiency for
specific dyes [82]. Including 15% AC in these membranes resulted in significant adsorption
capacities for acid blue, acid yellow, and acid dark dyes, making them promising options for
targeted dye removal from solutions [82]. Moreover, CA-based nanocomposite films have
been effective as adsorbents for the removal of methylene blue (MB) dye from wastewater
streams [80]. By incorporating Cloisite 30B modified with polyacrylic acid (C30B-g-PAA)
into CA films, the adsorption capacity for MB was enhanced, with a notable improvement
observed at 50 wt% loading of C30B-g-PAA. This enhancement underscores the potential
of CA-based nanocomposite films as efficient and reusable adsorbents for cationic dyes
like MB [80]. Similarly, a study highlighted the highly efficient removal of methylene blue
dye from an aqueous solution using cellulose acetate nanofibrous membranes modified
by polydopamine [84]. Additionally, mixed-matrix membranes (MMM) composed of
CA, graphene oxide (GO) nanosheets, and Fe3O4 magnetic nanoparticles offer efficient
dye removal capabilities [81]. Through a phase inversion process, the nanocomposite
membranes exhibited significant improvements in the rejection rates for anionic dyes such
as acid blue 7, reactive red 120, and direct red 23, achieving up to 100% rejection at a pH of 9.
This substantial enhancement over pure CA membranes highlights the effectiveness of the
nanocomposite additive in enhancing the membrane functionality for water purification
applications [81].

A study investigated the potential of two fully cellulose-based membranes as adsor-
bents for cationic dyes. The membranes were composed of cellulose nanofibrils (CNFs) and
carboxymethylated cellulose (CMC), and they were compared with commercial bacterial
cellulose (BC) membranes. The CNF/CMC-based membranes showed approximately 100%
dye removal efficiency, while the BC and sodium periodate-treated form (BCox) mem-
branes exhibited lower removal rates (60). Another study incorporated microfibrillated
cellulose (MF–CNCs) into membranes, resulting in improved wet strength and enhanced
dye removal efficiency [85].

Additionally, a biodegradable membrane composed of polyvinol alcohol (PVA), car-
boxymethyl cellulose (CMC), and ZSM-5 zeolite was found to effectively remove methylene
blue (MB). The study found that increased zeolite and dye concentrations improved the
adsorption, while higher temperatures reduced it. A membrane containing 5 wt% zeolite
achieved 97% removal efficiency and an adsorption capacity of 7.83 for a 10 ppm dye
solution over 10 h at 30 ◦C (Figure 4) [86].

Chitosan/carboxymethyl cellulose (CTS/CMC) hollow capsules have demonstrated
potential applications in dye wastewater treatment and controlled drug delivery systems.
Capsules with molar ratios of 1/1 and 1/1.5 were prepared and effectively removed
various dyes, including methylene blue, methyl orange, and acid blue 113. The porous
structure of the CTS/CMC capsules showed selective permeability to methyl orange and
allowed for the release of the absorbed dyes at varying rates [87]. Moreover, porous
cellulose nanocrystals (CNCs) derived from Crotalaria juncea bast fibers have been found
to effectively remove dyes. The adsorption of methylene blue by CNC is most efficient at a
neutral pH, lower methylene blue concentration, and higher loading. Surface modification
with 2,2,6,6-tetramethylpiperidinyloxy (TEMPO) was carried out on both pre-treated CJ
and CNCs to enhance the adsorption efficiency. The modification decreased the methylene
blue adsorption but increased the malachite green (MG) removal to 92%. The variation
in the adsorption performance of CNCs and TEMPO CNCs is attributed to the varying
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charge density, surface area, and stereochemistry of both the adsorbate and the adsorbent,
being the major factors in regulating adsorption in the case of unmodified CNCs, and
the presence of radicals that are electronic in nature, dominating in the case of TEMPO
CNCs [88].
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5. Removal of Other Contaminants

In the future, the integration of advanced materials and innovative methods holds
great potential in addressing water quality challenges and ensuring sustainable water man-
agement practices. Several studies have achieved significant progress in water treatment
technology, offering promising solutions for the removal of pollutants and environmen-
tal remediation [89–91]. A comprehensive study was conducted that included various
innovative approaches for water treatment and pollutant removal, showcasing significant
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advancements in the field. Firstly, a high-performance adsorptive electrospun nanofiber
membrane composed of polyacrylonitrile nanofibers embedded with nanoclay showed
exceptional efficacy in removing organic micropollutants from water. The addition of
nanoclay led to a remarkable seven-fold increase in the adsorption capacity compared to
standard polyacrylonitrile nanofibers. Optimal adsorption was achieved at pH 7 and 25 ◦C,
with the Ads-ESNs maintaining excellent performance across multiple regeneration cycles,
underscoring the effectiveness of integrating adsorption with membrane filtration [90].

Dispersing cellulose nanofibers (CNFs) in hydrophobic polymers like poly(lactic
acid) (PLA) presents a significant challenge that hinders the broader application of cellu-
lose nanocomposites. In another innovative approach, the solvent evaporation method,
commonly employed in drug microencapsulation, was used to disperse poly(lactic acid)
microparticles in water. This suspension of microparticles was then easily blended with
CNFs produced through high-pressure homogenization. The removal of water via mem-
brane filtration led to the formation of CNF sheets embedded with the microparticles.
Subsequently, compressing these stacked sheets resulted in nanocomposites exhibiting the
effective dispersion of the CNFs. The findings indicated remarkable enhancements in the
modulus and strength—up to 58% and 210%, respectively—showcasing the impressive
load-bearing capacity of the CNF network within the composites [91].

Furthermore, a cellulose acetate/zeolite fiber adsorbent showed remarkable efficiency
in the removal of erythromycin from wastewater, with the maximum adsorption capacity
recorded at 17.76 mg/g. The exothermic adsorption process, characterized by the change in
enthalpy (∆H) values, indicated high stability and potential for repeated use without envi-
ronmental contamination after three cycles [89]. Moreover, cellulose acetate mixed-matrix
nanofiltration membranes, embedded with functionalized silica nanoparticles, exhibited
enhanced pharmaceutical rejection in removing the ceftriaxone sodium antibiotic from
water. The membranes rejected approximately 90% of ceftriaxone sodium and 96% of
CA/modified silica at pH 8, owing to size exclusion and charge repulsion mechanisms.
Modification with (3-aminopropyl)triethoxysilane (APTES) and 2-acrylamido-2-methyl-
1-propanesulfonic acid (AMPS) improved the membrane’s ability to remove anionic sub-
stances, promising significant advancements in water purification [92]

Furthermore, polymer inclusion membranes (PIMs) composed of the β-cyclodextrin
polymer, polyvinyl chloride (PVC), and dibutyl phthalate (DBP) have shown potential
for drug extraction from contaminated water. Interactions between the DBP and polymer
chains increased the spacing within the PVC/poly(β-cyclodextrin) framework, enhancing
molecule capture within cyclodextrins. Increased β-cyclodextrin polymer content and agita-
tion improved the drug extraction efficiency, particularly in acidic conditions, highlighting
their utility in water treatment [93]. Additionally, the effectiveness of recycled polyvinyl
chloride (PVC) microplastics in adsorbing common antibiotics such as ciprofloxacin and
clindamycin was investigated. With maximum adsorption capacities of 45.9 mg/g for
ciprofloxacin and 22.0 mg/g for clindamycin, recycled PVC microplastics demonstrated no-
table potential in treating contaminated water, offering a sustainable solution for antibiotic
removal [94].

6. Challenges and Limitations of Cellulose-Based Membranes

Cellulose-based membranes for wastewater treatment face several challenges and
limitations, significantly affecting their efficiency and applicability. Cellulose membranes
are particularly prone to fouling due to their surface hydrophobicity, which reduces their
separation efficiency and flux. Fouling can lead to a decline in the membranes’ overall
performance, necessitating more frequent cleaning and maintenance, which can be costly.
One of the primary limitations is the tendency of cellulose materials to absorb water, which
adversely affects their mechanical properties. This absorption can lead to a compromised
structure under continuous operational conditions, potentially resulting in membrane
failure [34]. Cellulose membranes typically exhibit poor chemical and thermal resistance,
making them unsuitable for environments with harsh conditions. This limitation restricts
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their use in various industrial applications where aggressive chemicals and high tempera-
tures are involved. Improving the selectivity of cellulose membranes for specific molecules
often requires modifications that can be technically challenging and economically unviable.
The balance between enhancing selectivity and maintaining the membranes’ other desirable
properties, such as permeability, is complex and requires extensive research and devel-
opment. The durability of cellulose membranes under continuous operation is another
concern, as their performance can deteriorate over time due to wear and environmental
factors. This impacts their long-term viability in wastewater treatment applications [95].

While cellulose materials offer many benefits, their inherent properties may not meet
all application requirements. Thus, extensive modifications are often necessary to enhance
their performance characteristics, which can complicate the production process and in-
crease the costs [96]. The performance of cellulose-based membranes can be influenced
by environmental factors such as the temperature, pH, and the presence of specific con-
taminants. Variability in these conditions can result in inconsistent treatment efficiencies,
making standardization across applications difficult [97]. Cellulose-based membranes hold
promise for wastewater treatment due to their environmentally friendly nature; however,
overcoming these challenges is crucial for their effective implementation in various settings.

7. Conclusions and Future Prospects

This review discusses various innovative approaches and materials for the removal
of contaminants from water, including antibiotics, dyes, and other pollutants. These
approaches include techniques such as membrane filtration, adsorption, photocatalysis, and
nanocomposite materials, demonstrating the diverse and versatile methods available for
water treatment. The use of advanced materials like cellulose nanocrystals, metal–organic
frameworks, and graphene-based composites in membrane technologies has significantly
improved the adsorption capacities, selectivity, and efficiency for contaminant removal.
Furthermore, the development of novel membrane configurations, such as cellulose acetate
nanofiber membranes and hybrid nanocomposite membranes, shows promise in improving
water purification processes. Many of the discussed approaches utilize biodegradable
materials, green synthesis methods, and recyclable sorbents, reflecting a commitment to
environmentally friendly solutions.

Addressing key research areas and challenges in water treatment can lead to the provi-
sion of clean and safe water for communities worldwide. Future advancements in water
treatment technologies should focus on several key areas to address emerging challenges
and improve overall efficiency. Combining different treatment processes, such as mem-
brane filtration, adsorption, and photocatalysis, in integrated systems could enhance the
overall efficiency and address a wider range of contaminants. Developing multifunctional
materials with capabilities for adsorption, photocatalysis, and antimicrobial activity could
lead to more versatile and efficient water treatment solutions. It is crucial to assess the
long-term environmental impacts of water treatment technologies, including the fate of the
removed contaminants and potential secondary pollution sources. While many innovative
materials show promising results at the lab scale, their scalability and cost-effectiveness for
large-scale water treatment applications need further investigation and optimization.
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overall efficiency and address a wider range of contaminants. Developing multifunctional 
materials with capabilities for adsorption, photocatalysis, and antimicrobial activity could 
lead to more versatile and efficient water treatment solutions. It is crucial to assess the 
long-term environmental impacts of water treatment technologies, including the fate of 
the removed contaminants and potential secondary pollution sources. While many inno-
vative materials show promising results at the lab scale, their scalability and cost-effec-
tiveness for large-scale water treatment applications need further investigation and opti-
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Polymers 2024, 16, x FOR PEER REVIEW 18 of 22 
 

 

overall efficiency and address a wider range of contaminants. Developing multifunctional 
materials with capabilities for adsorption, photocatalysis, and antimicrobial activity could 
lead to more versatile and efficient water treatment solutions. It is crucial to assess the 
long-term environmental impacts of water treatment technologies, including the fate of 
the removed contaminants and potential secondary pollution sources. While many inno-
vative materials show promising results at the lab scale, their scalability and cost-effec-
tiveness for large-scale water treatment applications need further investigation and opti-
mization. 

Author Contributions:.Conceptualization, B.P., M.P. and R.P.; writing-original draft B.P. and W.R 
review and editing, B.P., M.P., J.K.D. and R.P.; All authors have read and agreed to the published 
version of the manuscript. 

Funding: This research received no external funding. 

Institutional Review Board Statement: Not applicable. 

Data Availability Statement: Not applicable. 

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

References 
1. Agadellis, E.; Tartaglia, A.; Locatelli, M.; Kabir, A.; Furton, K.G.; Samanidou, V. Mixed-Mode Fabric Phase Sorptive Extraction 

of Multiple Tetracycline Residues from Milk Samples Prior to High Performance Liquid Chromatography-Ultraviolet Analysis. 
Microchem. J. 2020, 159, 105437. https://doi.org/10.1016/j.microc.2020.105437. 

2. Kong, L.; Wang, Q.; Wang, Y.; Yan, Q.; Qiu, W.; Zheng, C. Sustainable Cu2(OH)2CO3/g-C3N4/Cellulose Acetate-Derived Porous 
Composite Membrane for Congo Red and Tetracycline Removal with Photocatalytic Self-Cleaning Properties under Natural 
Solar Irradiation. Sustain. Horiz. 2023, 5, 100047. https://doi.org/10.1016/j.horiz.2023.100047. 

3. Li, Z.; Meng, F.; Li, R.; Fang, Y.; Cui, Y.; Qin, Y.; Zhang, M. Amino−functionalized Fe(III)−Based MOF for the High−efficiency 
Extraction and Ultrasensitive Colorimetric Detection of Tetracycline. Biosens. Bioelectron. 2023, 234, 115294. 
https://doi.org/10.1016/j.bios.2023.115294. 

4. Li, L.; Zhang, S.; Li, Y.; Wang, T.; Hou, X. Hierarchically Porous Zeolitic Imidazole Framework-8/Cellulose Membrane Installed 
in Filter as Sorbent for Microextraction in Packed Syringe towards Trace Tetracyclines in Water Samples. New J. Chem. 2023, 47, 
4068–4073. https://doi.org/10.1039/D2NJ05130C. 

5. Kolya, H.; Kang, C.-W. Toxicity of Metal Oxides, Dyes, and Dissolved Organic Matter in Water: Implications for the Environ-
ment and Human Health. Toxics 2024, 12, 111. https://doi.org/10.3390/toxics12020111. 

6. Lin, J.; Ye, W.; Xie, M.; Seo, D.H.; Luo, J.; Wan, Y.; Van Der Bruggen, B. Environmental Impacts and Remediation of Dye-Con-
taining Wastewater. Nat. Rev. Earth Environ. 2023, 4, 785–803. https://doi.org/10.1038/s43017-023-00489-8. 

7. Tkaczyk, A.; Mitrowska, K.; Posyniak, A. Synthetic Organic Dyes as Contaminants of the Aquatic Environment and Their Im-
plications for Ecosystems: A Review. Sci. Total Environ. 2020, 717, 137222. https://doi.org/10.1016/j.scitotenv.2020.137222. 

8. Pan, J.; Hua, D.; Hong, Y.; Cheng, X.; Guo, F.; Bing Tan, K.; Zhong, Z.; Zhan, G. Design of Hybrid G-C3N4/GO/MCE Photocata-
lytic Membranes with Enhanced Separation Performance under Visible-Light Irradiation. Chem. Eng. J. 2023, 466, 143164. 
https://doi.org/10.1016/j.cej.2023.143164. 

9. Li, S.; Wang, D.; Xiao, H.; Zhang, H.; Cao, S.; Chen, L.; Ni, Y.; Huang, L. Ultra-Low Pressure Cellulose-Based Nanofiltration 
Membrane Fabricated on Layer-by-Layer Assembly for Efficient Sodium Chloride Removal. Carbohydr. Polym. 2021, 255, 117352. 
https://doi.org/10.1016/j.carbpol.2020.117352. 

10. Acarer, S.; Pir, İ.; Tüfekci, M.; Erkoҫ, T.; Öztekin, V.; Güneş Durak, S.; Özҫoban, M.Ş.; Türkoğlu Demirkol, G.; Alhammod, M.; 
Çavuş, S.; et al. Characterisation and Modelling the Mechanics of Cellulose Nanofibril Added Polyethersulfone Ultrafiltration 
Membranes. Heliyon 2023, 9, e13086. https://doi.org/10.1016/j.heliyon.2023.e13086. 

11. Oprea, M.; Voicu, S.I. Cellulose Acetate-Based Materials for Water Treatment in the Context of Circular Economy. Water 2023, 
15, 1860. https://doi.org/10.3390/w15101860. 

12. Voisin, H.; Bergström, L.; Liu, P.; Mathew, A. Nanocellulose-Based Materials for Water Purification. Nanomaterials 2017, 7, 57. 
https://doi.org/10.3390/nano7030057. 

13. Liu, J.; Liu, D.; Liu, S.; Li, Z.; Wei, X.; Lin, S.; Guo, M. Preparation and Characterization of Sulfated Cellulose Nanocrystalline 
and Its Composite Membrane for Removal of Tetracycline Hydrochloride in Water. Energy Environ. Mater. 2020, 3, 209–215. 
https://doi.org/10.1002/eem2.12055. 

14. Das, S.; Barui, A.; Adak, A. Montmorillonite Impregnated Electrospun Cellulose Acetate Nanofiber Sorptive Membrane for 
Ciprofloxacin Removal from Wastewater. J. Water Process Eng. 2020, 37, 101497. https://doi.org/10.1016/j.jwpe.2020.101497. 
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72. Gorgieva, S.; Vogrinčič, R.; Kokol, V. The Effect of Membrane Structure Prepared from Carboxymethyl Cellulose and Cellulose
Nanofibrils for Cationic Dye Removal. J. Polym. Environ. 2019, 27, 318–332. [CrossRef]

73. Liu, D.; Liu, J.; Lin, S.; Wei, X.; Guo, M. Preparation and Characterization of Cellulose Nanocrystals with Different Aspect Ratios
as Nano-Composite Membrane for Cationic Dye Removal. SN Appl. Sci. 2019, 1, 1596. [CrossRef]

74. Lu, S.; Tang, Z.; Li, W.; Ouyang, X.; Cao, S.; Chen, L.; Huang, L.; Wu, H.; Ni, Y. Diallyl Dimethyl Ammonium Chloride-Grafted
Cellulose Filter Membrane via ATRP for Selective Removal of Anionic Dye. Cellulose 2018, 25, 7261–7275. [CrossRef]

75. Nematpour Sedaghati, M.; Aminian, M.; Dadvand Koohi, A. Heterogeneous Photo-Fenton Oxidation Degradation of Methyl
Orange Using Alg-m, Alg-HAp, and Alg-mHAp Catalysts. Int. J. Environ. Anal. Chem. 2023, 103, 7788–7810. [CrossRef]

76. Rafieian, F.; Jonoobi, M.; Yu, Q. A Novel Nanocomposite Membrane Containing Modified Cellulose Nanocrystals for Copper Ion
Removal and Dye Adsorption from Water. Cellulose 2019, 26, 3359–3373. [CrossRef]

77. Yang, Y.; Chen, Z.; Wu, X.; Zhang, X.; Yuan, G. Nanoporous Cellulose Membrane Doped with Silver for Continuous Catalytic
Decolorization of Organic Dyes. Cellulose 2018, 25, 2547–2558. [CrossRef]

78. Cai, Z.; Xiong, P.; Zhu, C.; Zhai, T.; Guo, J.; Zhao, K. Preparation and Characterization of a Bi-Layered Nano-Filtration Membrane
from a Chitosan Hydrogel and Bacterial Cellulose Nanofiber for Dye Removal. Cellulose 2018, 25, 5123–5137. [CrossRef]

https://doi.org/10.1021/acsami.1c23180
https://doi.org/10.1021/acsami.0c20652
https://doi.org/10.3390/molecules27206956
https://doi.org/10.1016/j.eti.2022.102783
https://doi.org/10.3390/catal13020222
https://doi.org/10.1007/s13201-024-02223-1
https://doi.org/10.1021/acsestwater.3c00679
https://doi.org/10.1016/j.chroma.2015.05.043
https://doi.org/10.1016/j.cej.2013.07.075
https://doi.org/10.1016/j.cej.2015.11.033
https://doi.org/10.1016/j.cej.2017.10.140
https://ssrn.com/abstract=4974919
https://doi.org/10.2139/ssrn.4974919
https://doi.org/10.1016/j.scitotenv.2012.04.028
https://doi.org/10.1016/j.watres.2016.08.040
https://doi.org/10.1007/s13762-018-2130-z
https://doi.org/10.1002/tcr.202000153
https://doi.org/10.1002/slct.202304093
https://doi.org/10.1016/j.carbpol.2017.03.079
https://doi.org/10.1016/j.cej.2018.10.147
https://doi.org/10.1007/s10924-018-1341-1
https://doi.org/10.1007/s42452-019-1654-2
https://doi.org/10.1007/s10570-018-2052-4
https://doi.org/10.1080/03067319.2021.1976167
https://doi.org/10.1007/s10570-019-02320-4
https://doi.org/10.1007/s10570-018-1710-x
https://doi.org/10.1007/s10570-018-1914-0


Polymers 2024, 16, 2938 20 of 20

79. Liu, P.; Zhu, C.; Mathew, A.P. Mechanically Robust High Flux Graphene Oxide—Nanocellulose Membranes for Dye Removal
from Water. J. Hazard. Mater. 2019, 371, 484–493. [CrossRef]

80. Kandil, H.; Moghazy, R.M.; Amin, A. Enhancing the Adsorption Affinity of Cellulose Acetate Film toward Cationic Dye by
Incorporating Cloisite 30B Grafted with Polyacrylic Acid. Polym. Eng. Sci 2023, 63, 769–781. [CrossRef]

81. Sahraei, R.; Shahalizade, T.; Ghaemy, M.; Mahdavi, H. Fabrication of Cellulose Acetate/Fe3O4@GO-APTS-Poly(AMPS-Co-MA)
Mixed Matrix Membrane and Its Evaluation on Anionic Dyes Removal. Cellulose 2018, 25, 3519–3532. [CrossRef]

82. Zhao, X.; Huang, C.; Zhang, S.; Wang, C. Cellulose Acetate/Activated Carbon Composite Membrane with Effective Dye
Adsorption Performance. J. Macromol. Sci. Part B 2019, 58, 909–920. [CrossRef]

83. Wang, S.; Ma, X.; Zheng, P. Sulfo-Functional 3D Porous Cellulose/Graphene Oxide Composites for Highly Efficient Removal of
Methylene Blue and Tetracycline from Water. Int. J. Biol. Macromol. 2019, 140, 119–128. [CrossRef]

84. Melese, H.; Tsade, H. Cellulose Based Adsorbent for Cationic Methylene Blue Dye Removal. Discov. Appl. Sci. 2024, 6, 46.
[CrossRef]

85. Grishkewich, N.; Mohammed, N.; Wei, S.; Vasudev, M.; Shi, Z.; Berry, R.M.; Tam, K.C. Dye Removal Using Sustainable Membrane
Adsorbents Produced from Melamine Formaldehyde−Cellulose Nanocrystals and Hard Wood Pulp. Ind. Eng. Chem. Res. 2020,
59, 20854–20865. [CrossRef]

86. Sabarish, R.; Unnikrishnan, G. Polyvinyl Alcohol/Carboxymethyl Cellulose/ZSM-5 Zeolite Biocomposite Membranes for Dye
Adsorption Applications. Carbohydr. Polym. 2018, 199, 129–140. [CrossRef]

87. Kong, Q.; Wang, X.; Lou, T. Preparation of Millimeter-Sized Chitosan/Carboxymethyl Cellulose Hollow Capsule and Its Dye
Adsorption Properties. Carbohydr. Polym. 2020, 244, 116481. [CrossRef]

88. Saha, S.; Ghosh, G.; Mondal, D.; Chakraborty, S. Efficacy of Cellulose Nanocrystals Fabricated from Crotalaria Juncea as Novel
Adsorbent for Removal of Cationic Dyes. Sādhanā 2024, 49, 68. [CrossRef]
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