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Abstract: The reactive dye Cibacron Yellow S-3R was selected to evaluate the feasibility of combining
nanofiltration membranes with electrochemical processes to treat textile wastewater. Synthetic dyeing
effluents were treated by means of two nanofiltration membranes, Hydracore10 and Hydracore50.
Up to 98% of dye removal was achieved. The influence of salt concentration and pH on membrane
treatment was studied. The best dye removal yield was achieved at pH 3 in the presence of 60 g/L
of NaCl. After the membrane filtration, the concentrate containing high dye concentration was
treated by means of an electrochemical process at three different current densities: 33, 83, and
166 mA/cm2. Results showed a lineal relationship between treatment time and applied current
density. Both permeates and electrochemically-decoloured effluents were reused in new dyeing
processes (100% of permeate and 70% of decoloured concentrates). Dyed fabrics were evaluated with
respect to original dyeing. Colour differences were found to be into the acceptance range.

Keywords: dyeing effluent; nanofiltration; electrochemical process; water reuse

1. Introduction

One of the biggest problems of the 21st century is the quality and management of water. Although
the water is the most abundant element on Earth, only a small percentage (about 0.3%) can be used
by humans [1]. In 2014, according to the Food and Agriculture Organization of the United Nations
(FAO), industrial water withdrawals account for 19% of global water demand [2] and an increase up
to 22% is expected for 2030 [3]. The increase in water consumption and consequently the increase
of water scarcity have caused the creation of new environmental policies focused on recycling and
reuse of water.

Textile industry is one of the largest consumers of water due especially to their finishing processes
such as dyeing and subsequent washing steps. In addition to high water consumption, the textile
industry is also characterized by the generation of huge amounts of wastewater. This wastewater
contains different kinds of dyes and chemical additives [4,5], which cannot be easily degraded.
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Nowadays, biological [6–8] and physical-chemical processes [9–11] are used to remove dyes
from textile wastewater. Biological processes show high efficiency in organic matter removal (about
90%) [12], but low dye degradation due to the poor biodegradability of dyes. Physicochemical
processes such as coagulation-flocculation enable to decolourise completely the effluent [13] but
generate a concentrate that must be treated. It is important to highlight that none of them enables
water reuse in textile processes [14,15]. On the other hand, treatments such as photo-Fenton [16] and
photocatalytic [17,18] have been also studied. These methods provided high colour removal (between
90% and 98%) but the high treatment cost is their main limitation [19].

Membrane processes can be applied to remove different kind of dyes. In addition, they produce
a high quality permeate which can be reused in new textile processes [20]. In some cases, they also
allow both the reuse of auxiliary chemicals and some concentrate dyes [21]. Taking into account their
significant advantages with respect to the others treatments, several authors have studied different
membranes such as ultrafiltration (UF) [22–24], nanofiltration (NF) [25–27], and reverse osmosis
(RO) [28,29] to treat textile wastewater. Nanofiltration membranes achieve almost 98% of dye rejection,
whereas UF has shown to be able to remove about 90% of dye [30]. In terms of operating pressure and
fouling, both UF and NF show fewer limitations than RO membranes [25].

Electrochemical processes have also been tested to remove dyes from textile effluents. The process
is based on the direct degradation of dye on the anode using chloride as electrolyte [31] and on the
indirect oxidation of dyes using the generated species. Dyeing processes with reactive dyes require
high amounts of chloride to fix the dye on the fibre. Therefore, wastewater from this process is suitable
to be treated by means of electrochemical treatment without further electrolytes or salt addition [32].

Taking these considerations into account, the aim of this work is to study the feasibility of
combining nanofiltration membranes and electrochemical processes to treat textile wastewater
containing a tri-reactive dye. For the membrane filtration study, the effect of salt concentration
and pH of the effluents was tested. Subsequently, the concentrate obtained in the membrane filtration
was decolourised by electrochemical treatment at three current densities. Both permeate and effluent
decolourised by electrochemical process were reused in new cotton dyeings. Finally, fabrics dyed with
the reused effluent were compared with fabrics dyed with softened tap water.

2. Materials and Methods

2.1. Reagents

The tri-reactive dye Cibacron Yellow S-3R (CY) was selected for this study. Three reactive dyes
were selected for the study of water reuse: Procion Yellow H-EXL (PY), Procion Crimson H-EXL (PC),
and Procion Navy H-EXL (PN). All dyes were provided by DyStar (L’Hospitalet de Llobregat, Spain).
Figure 1 shows the chemical structures corresponding to PY, PC, and PN. The formula corresponding
to CY has not yet been published.

Industrial effluents were simulated using sodium carbonate obtained from Sigma-Aldrich
(Madrid, Spain) and sodium chloride purchased from Scharlau (Sentmenat, Spain). To test the effect of
pH on the nanofiltration process, NaOH and HCl supplied by Scharlau (Sentmenat, Spain) were used.

The detergent COTEMOLL TLTR supplied by Color Center (Terrassa, Spain) was used in the
washing step of the dyeing process.

Sodium hypochlorite solution (6%–14% active chlorine) acquired from Sigma-Aldrich (Madrid,
Spain) was used for the membrane cleaning.
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Figure 1. Chemical structure and CAS number of the dyes: PC (a); PN (mixture of a,b); PY (mixture 
of c,d). 

2.2. Reactive Synthetic Effluent Preparation 

Synthetic effluents of CY were prepared in softened tap water. Sodium carbonate (16 g·L−1) and 
sodium chloride (60 g·L−1) were added to the solution to simulate the pH and conductivity of 
industrial effluents. 

2.3. Membrane Treatment 

Two nanofiltration membranes, Hydracore50 (H50) and Hydracore10 (H10), provided by 
Hydranautics (Oceanside, CA, USA), were selected for this study. Their main characteristics are 
shown in Table 1. 
  

Figure 1. Chemical structure and CAS number of the dyes: PC (a); PN (mixture of a,b); PY (mixture of c,d).

2.2. Reactive Synthetic Effluent Preparation

Synthetic effluents of CY were prepared in softened tap water. Sodium carbonate (16 g¨L´1)
and sodium chloride (60 g¨L´1) were added to the solution to simulate the pH and conductivity of
industrial effluents.

2.3. Membrane Treatment

Two nanofiltration membranes, Hydracore50 (H50) and Hydracore10 (H10), provided by
Hydranautics (Oceanside, CA, USA), were selected for this study. Their main characteristics are
shown in Table 1.
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Table 1. H50 and H10 specifications.

Membrane Characteristics H50 H10

Membrane Polymer Sulfonated Polyethersulfone Sulfonated Polyethersulfone
Molecular Weight Cut-off 1000 daltons 3000 daltons

Maximum Applied Pressure 41 bar 41 bar
Maximum Continuous Chlorine Concentration 0.01 g¨ L´1 0.01 g¨ L´1

Maximum Chlorine Concentration for Cleaning 0.1 g¨ L´1 0.1 g¨ L´1

Maximum Operating Temperature 60 ˝C 60 ˝C
Operating pH Range 2–11 2–11
Cleaning pH Range 1–12 1–12

A laboratory pilot plant (V = 0.5 L) manufactured by Polymem Company (Toulouse, France) was
used in this work. The pilot plant operated in batch mode at room temperature. The pressure was
maintained constant at 8 bars by manually operating a valve. The tests were carried out in dead-end
filtration with agitation. The area of the membranes was 0.0064 m2 and it was placed over a plastic
porous support. Figure 2 shows the scheme of the membrane pilot plant.
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Figure 2. Membrane pilot plant.

Filtration experiments were performed with 0.4 L of synthetic effluent (manually introduced into
the cell) and conducted until 0.3 L of permeate were collected. A longer test (up to 2 L of permeate)
was also carried out with the H10 membrane to observe its behaviour. In this case, the permeate flux
was determined after every 0.4 L of permeate were collected.

After each experiment, a cleaning process was carried out. Membranes underwent the
following steps:

‚ Soaking in deionized water for 10 min. This step was repeated three times;
‚ Membrane was immersed in a solution containing 0.005 g¨L´1 active chlorine overnight;
‚ Rinsing with deionized water; and
‚ Soaking in deionized water for 10 min. This step was repeated three times.

2.4. Electrochemical Treatment

Electrochemical treatments were carried out in batch mode using an undividable electrolytic cell
equipped with cylindrical electrodes made of Ti/Pt. The pilot plant was also equipped with a stirrer at
300 rpm. The active surface of each electrode was 0.006 m2. The experiments were performed with 2 L
of synthetic effluent. The concentrates, containing 1 g¨L´1 reactive dye, were treated at three current
densities: 33, 83, and 166.6 mA/cm2. The voltage was variable between 4.5 and 6.3 V, depending on
the current applied.
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2.5. Effluent Reuse

The reuse of the obtained permeates and uncoloured effluents after the treatment of synthetic
effluents containing CY was studied with the four reactive dyes selected.

The reuse dyeing tests were performed in a laboratory Ti-Color dyeing machine (Prato, Italy)
under the following conditions: 10 g of cotton fabric, dye concentration of 3% o.w.f (over weight
of fibre), liquor ratio 1:10 (1 g fibre/0.01 L dye bath), 60 g¨L´1 of NaCl, and 16 g¨L´1 of Na2CO3.
The dyeing procedure is shown in Figure 4.

Materials 2016, 9, 490 5 of 11 

 

 
Figure 3. Combination of the nanofiltration and electrochemical process scheme. 

2.5. Effluent Reuse 

The reuse of the obtained permeates and uncoloured effluents after the treatment of synthetic 
effluents containing CY was studied with the four reactive dyes selected. 

The reuse dyeing tests were performed in a laboratory Ti-Color dyeing machine (Prato, Italy) 
under the following conditions: 10 g of cotton fabric, dye concentration of 3% o.w.f (over weight of 
fibre), liquor ratio 1:10 (1 g fibre/0.01 L dye bath), 60 g·L−1 of NaCl, and 16 g·L−1 of Na2CO3. The 
dyeing procedure is shown in Figure 4. 

 
Figure 4. Dyeing procedure. 

After the dyeing process, a washing process was carried out. This process consists of nine steps: 

• 1st–3rd: Cleaning with softened tap water at 50 °C for 10 min; 
• 4th: Soap cleaning with 2 g·L−1 COTEMOLL TLTR at 95 °C for 15 min; 
• 5th: Cleaning with softened tap water at 50 °C for 10 min; 
• 6th: Soap cleaning with 2 g·L−1 COTEMOLL TLTR at 95 °C for 15 min; and 
• 7th–9th: Cleaning with softened tap water at 50 °C for 10 min. 

All of the experiments were run in duplicate and performed at a liquor ratio 1:10. 

2.6. Analytical Methods and Measurements 

The permeate flux was determined to evaluate the membrane fouling. It was determined by 
measuring the permeate volume collected in a certain period and using the following equation: 

Figure 4. Dyeing procedure.

After the dyeing process, a washing process was carried out. This process consists of nine steps:

‚ 1st–3rd: Cleaning with softened tap water at 50 ˝C for 10 min;
‚ 4th: Soap cleaning with 2 g¨L´1 COTEMOLL TLTR at 95 ˝C for 15 min;
‚ 5th: Cleaning with softened tap water at 50 ˝C for 10 min;
‚ 6th: Soap cleaning with 2 g¨L´1 COTEMOLL TLTR at 95 ˝C for 15 min; and
‚ 7th–9th: Cleaning with softened tap water at 50 ˝C for 10 min.

All of the experiments were run in duplicate and performed at a liquor ratio 1:10.
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2.6. Analytical Methods and Measurements

The permeate flux was determined to evaluate the membrane fouling. It was determined by
measuring the permeate volume collected in a certain period and using the following equation:

J “ V{pAˆ∆tq (1)

where J is the permeate flux (L¨m´2¨h´1), A is the effective area of the membrane (m2), and V is the
collected volume in a time interval ∆t (L¨h´1).

Dye removal (%Rdye) was calculated from the initial concentration (ci) and dye concentrations at
time t (ct) using the following equation:

Rdye “ rpci´ ctq{cisˆ 100 (2)

A Shimadzu UV-VIS spectrophotometer UV-2401 (Kyoto, Japan) was used for dye absorbance
measurements at the maximum wavelength of the visible spectrum. Dye concentrations were
calculated according to the equation:

Abs “ 20.447ˆ conc´ 0.0058 pR2 “ 0.9994q; λ “ 416 nm

The quality of dyed fabrics was determined in conformity with the Standard UNE-EN ISO
105-J03 [33]. Total colour differences (DECMC(l:c)) were calculated from lightness (DL*), chroma (DC*),
and Hue (DH*) using the following equation:

DECMC(l:c) “ rpDL*{lSLq2 ` pDC*ab{cScq2 ` pDH*ab{SHq2s1/2 (3)

For these measurements, a MINOLTA CM 3600d spectrophotometer (Osaka, Japan) was used.
The measurements were performed with the standard illuminant D65/10˝.

In general, a dyeing is considered to be in the acceptable range when the DECMC(l:c) value,
with respect to a reference sample, is lower than 1.5.

3. Results and Discussion

3.1. Membrane Treatment

The synthetic dye baths containing 0.1 g¨L´1 of CY dye were treated by means of a
nanofiltration membrane laboratory pilot plant until 0.3 L of permeate was collected. In all of the
experiments, the permeate flux remained almost constant: 28.4 L¨h´1¨m´2 for the H50 membrane and
37.5 L¨h´1¨m´2 for the H10 membrane.

To test the effect of NaCl on dye removal, experiments were carried out without salt and containing
60 g¨L´1 of NaCl. According to results showed in Figure 5, the presence of NaCl did not affect the
retention of the dye with the H50 membrane. However, in the case of the H10 membrane, a significant
increase in dye removal was observed in the presence of salt. A further study may be required to
determine if the NaCl increases the affinity between dye and membrane and/or causes agglomerations
of dye particles large enough to be retained.

The pH can also affect the physical properties of dye solution. The experiments carried out
at different pH values (3, 7, and 10), showed that the nanofiltration is efficient in all studied cases,
although the highest efficiency was achieved at pH 3 for both membranes. With H50, 97.4% dye
removal was obtained at pH 3 and 94% at pH 10 whereas, with H10, the yield was 86.1% at pH 3 and
80 at pH 10 (Figure 6).
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The effect of pH on the nanofiltration process was also observed by other authors [34,35]. The pH
can influence in both the agglomeration of dye particles and the hydrophobicity of the membrane.

As it is known, industrial effluents from dyeing processes with reactive dyes contain high amounts
of salt and have strong alkaline pH. The synthetic effluents tested at these conditions (60 g¨L´1 NaCl
and pH 10) showed colour removal higher than 80% for both membranes. From these results, it was
decided that the H10 membrane exhibited enough colour removal for further study. In addition,
the H10 membrane has a molecular weight cut-off higher than H50 and, therefore, could be less
susceptible to experience fouling. In order to know the behaviour of the H10 membrane, a longer test
was carried out. The permeate flux values are shown in Figure 7.
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As can be observed in Figure 5, for the first 0.4 L the permeate flux decreased from 38 to
32 L/h´1¨m´2. However, from this point, the permeate flux decreased up to 13 L/h´1¨m´2,
which represents a loss of 65%. Then, the permeability flux remained stable until the end of the
experiment. After cleaning the membrane, the permeate flux was 29 L/h´1¨m´2 (64.4% of the flux
lost was recovered). Therefore, the fouling observed was mostly reversible.

3.2. Electrochemical Treatment

The synthetic dye baths containing CY and concentrated by the H10 membrane (1 g¨L´1) were
treated by means of electrochemical process. The effect of current density on dye removal efficiency was
tested. Electrochemical treatment was performed at three current densities: 33, 83, and 166 mA/cm2

until 98% dye removal was observed.
The electrochemical treatment was able to degrade the azo group of the dye resulting in the

solution colour removal. This is mainly due to the reaction of dye with the generated oxidant species,
such as chlorine/hypochlorite, according to the reactions 4–6 [36]:

2Cl-ÑCl2(aq) ` 2e- (4)

Cl2(aq) ` H2OÑClO- ` Cl- ` 2H+ (5)

Dye pC, H, O, Nq ` ClO-Ñ intermediate compoundsÑCO2 ` H2O ` N2 ` Cl- (6)

As is shown in Table 2, the colour removal efficiency was increased with increasing the applied
current density. This is due to the increasing rate of generation of oxidants [37].

Table 2. Electrochemical degradation of CY and power consumption at three current densities.

Current Density (mA/cm2) Intensity (A) Voltage (V) t (h) Power Consumption (W¨ h¨ L´1)

33 2 4.5 10 45 ˘ 0.03
83 5 5.2 4 52 ˘ 0.02
166 10 6.3 2 63 ˘ 0.08

A linear relationship between the applied current density and time of treatment was observed.
The selection of the operational current density will depend on the time available for the treatment
and the power supply used.

Due to the linear relationship observed, it was expected that the power consumption was the
same for the three current densities studied. However, power consumption increased with increasing
the applied current density, which can be attributed to limitations of the power supply, which is more
efficient when low intensities are used.

3.3. Effluent Reuse

The permeate and the concentrated effluents were used in order to study the feasibility of water
reuse in new dyeing processes.

3.3.1. Permeate Reuse

Although the H10 membrane was selected to be combined with the electrochemical treatment,
the permeate reuse study was evaluated for both membranes. The dyeings were carried out with 100%
of permeate from the H50 membrane (Table 3) and the H10 membrane (Table 4). Dyeings obtained
were evaluated with respect to a reference dyed with softened tap water.
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Table 3. Colour differences values for the H50 membrane.

H50 Membrane

Dye DH DL DC DECMC(2:1)

CY 0.24 ˘ 0.04 ´1.03 ˘ 0.05 0.46 ˘ 0.04 0.42 ˘ 0.02
PY ´0.74 ˘ 0.02 ´0.74 ˘ 0.05 ´0.07 ˘ 0.02 0.31 ˘ 0.02
PC 0.21 ˘ 0.03 ´0.28 ˘ 0.03 0.16 ˘ 0.07 0.18 ˘ 0.03
PN 0.30 ˘ 0.02 ´0.29 ˘ 0.02 0.02 ˘ 0.04 0.37 ˘ 0.04

Table 4. Colour differences values for the H10 membrane.

H10 Membrane

Dye DH DL DC DECMC(2:1)

CY ´0.07 ˘ 0.02 ´0.51 ˘ 0.01 2.16 ˘ 0.04 0.28 ˘ 0.03
PY ´0.40 ˘ 0.02 ´0.80 ˘ 0.05 ´0.44 ˘ 0.04 0.34 ˘ 0.02
PC 0.73 ˘ 0.06 ´0.28 ˘ 0.04 0.11 ˘ 0.03 0.28 ˘ 0.02
PN ´0.08 ˘ 0.05 0.21 ˘ 0.05 ´0.34 ˘ 0.02 0.25 ˘ 0.01

It can be observed that dyeings showed DECMC(2:1) values significantly lower than 0.5,
the maximum DECMC(2:1) value accepted at the industrial scale being 1.5. In general, the values of DL
were negative, which means that dyeings with permeate were darker than the reference. Therefore,
lower dye concentration would be added to obtain the same intensity, which provides an important
advantage from the economical point of view.

The DH and DC values did not follow a trend. In general, these values were low, being attributed
to experimental limitations in the measurements. In the case of CY dye, the DC value was considerably
higher than the other. It can be concluded that the residual dye in the permeate has more influence
when new dyeings are carried out with the treated effluent containing the same dye.

3.3.2. Reuse of the Decoloured Concentrate Effluent

Taking our previous studies into consideration, 70% of decoloured effluent was reused. Table 5
shows the results obtained in the reuse study of the decoloured concentrate All dyeings carried out
showed a DECMC(2:1) higher than that obtained in the permeate reuse, which can be attributed to
the higher content of residual organic matter. It is important to notice that the dye concentration in
this effluent was 10 times higher than the dye concentration of effluents treated using nanofiltration
membranes. The electrochemical treatment was only applied to remove colour, not to mineralize the
organic matter. A complete mineralization could be obtained with longer treatment, which would
imply an increase in the cost of the process. However, the decolourization of the effluent was sufficient
to satisfy the established criteria (DECMC(2:1) < 1.5).

Table 5. Colour differences values for decoloured concentrate effluent reuse.

Dye DH DL DC DECMC(2:1)

CY ´0.10 ˘ 0.04 0.46 ˘ 0.10 1.29 ˘ 0.07 1.39 ˘ 0.04
PY 0.30 ˘ 0.05 0.16 ˘ 0.04 ´0.06 ˘ 0.04 0.87 ˘ 0.06
PC 0.24 ˘ 0.02 0.32 ˘ 0.05 ´0.31 ˘ 0.02 0.32 ˘ 0.06
PN 0.17 ˘ 0.06 ´0.18 ˘ 0.11 ´0.16 ˘ 0.02 0.35 ˘ 0.09

4. Conclusions

The nanofiltration treatment provided up to 98% dye removal with the H50 membrane and up
to 86% with the H10 membrane. Regarding the membranes’ behaviour, no significant fouling was
observed during the experiments. Although in a longer test, the H10 membrane showed 65% permeate



Materials 2016, 9, 490 10 of 12

flux loss, and the fouling observed was mostly reversible. The effect of salt concentration in the
membrane rejection of CY was tested. The presence of NaCl did not affect the retention of the dye with
the H50 membrane. In the case of H10 membrane, a significant increase of dye removal in the presence
of salt was observed. The effect of pH was also studied showing that is not an important factor in the
efficiency of nanofiltration membranes. The highest dye removal was achieved at pH 3, whereas the
lowest was at pH 10.

The effluent concentrated with the H10 membrane was decoloured by means of an electrochemical
treatment. The higher current density, the better dye the removal efficiency because of the greater
generation of oxidizing species.

Finally, the combination of nanofiltration membranes and electrochemical process allowed reuse
between 70% of the electrochemically decoloured effluent and 100% of permeate in new dyeing
processes. It was also possible to reuse the salt present in the effluents with the subsequent economic
savings. The results of the water reuse are very promising for the textile industry.

Acknowledgments: The authors thank financial support from the Spanish Ministry of Economy and
Competitiveness (CTM2012-31461).

Author Contributions: Valentina Buscio, María García-Jiménez and Mercè Vilaseca carried out the experimental
work and analysis of results. The experimental was planned by Victor López-Grimau, Martí Crespi and
Carmen Gutiérrez-Bouzán. All the authors participated in the writing of the manuscript.

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

References

1. Cassardo, C.; Jones, A. Managing water in a changing world. Water 2011, 3, 618–628. [CrossRef]
2. Water Withdrawal and Pressure on Water Resources (FAO). Available online: http://www.fao.org/nr/

aquastat (accessed on 4 May 2016).
3. Vajnhandl, S.; Valh, J.V. The status of water reuse in European textile sector. J. Environ. Manag. 2014,

141, 29–35. [CrossRef] [PubMed]
4. Zheng, Y.; Yu, S.; Shuai, S.; Zhou, Q.; Cheng, Q.; Liu, M.; Gao, C. Color removal and COD reduction of

biologically treated textile effluent through submerged filtration using hollow fiber nanofiltration membrane.
Desalination 2013, 314, 89–95. [CrossRef]

5. Liu, M.; Lü, Z.; Chen, Z.; Yu, S.; Gao, C. Comparison of reverse osmosis and nanofiltration membranes in the
treatment of biologically treated textile effluent for water reuse. Desalination 2011, 281, 372–378. [CrossRef]

6. Bonakdarpour, B.; Vyrides, I.; Stuckey, D.C. Comparison of the performance of one stage and two stage
sequential anaerobic–aerobic biological processes for the treatment of reactive-azo-dye-containing synthetic
wastewaters. Int. Biodeterior. Biodegrad. 2011, 65, 591–599. [CrossRef]

7. Vyrides, I.; Bonakdarpour, B.; Stuckey, D.C. Salinity effects on biodegradation of Reactive Black 5 for one
stage and two stages sequential anaerobic aerobic biological processes employing different anaerobic sludge.
Int. Biodeterior. Biodegrad. 2014, 95, 294–300. [CrossRef]

8. Lotito, A.M.; De Sanctis, M.; Di Iaconi, C.; Bergna, G. Textile wastewater treatment: Aerobic granular sludge
vs activated sludge systems. Water Res. 2014, 54, 337–346. [CrossRef] [PubMed]

9. Riera-Torres, M.; Gutiérrez-Bouzán, C.; Crespi, M. Combination of coagulation-flocculation and nanofiltration
techniques for dye removal and water reuse in textile effluents. Desalination 2010, 252, 53–59. [CrossRef]

10. Liang, C.Z.; Sun, S.-P.; Li, F.Y.; Ong, Y.K.; Chung, T.S. Treatment of highly concentrated wastewater containing
multiple synthetic dyes by a combined process of coagulation/flocculation and nanofiltration. J. Membr. Sci.
2014, 469, 306–315. [CrossRef]

11. Lau, Y.Y.; Wong, Y.S.; Teng, T.T.; Morad, N.; Rafatullah, M.; Ong, S.-A. Coagulation-flocculation of azo dye
Acid Orange 7 with green refined laterite soil. Chem. Eng. J. 2014, 246, 383–390. [CrossRef]

12. Babu, B.; Parande, A.; Raghu, S.; Prem, T. Cotton Textile Processing: Waste Generation and Effluent Treatment.
J. Cotton Sci. 2007, 11, 141–153.

13. Wong, P.; Teng, T.; Rahman, N. Efficiency of the coagulation-flocculation method for the treatment of dye
mixtures contaning disperse and reactive dyes. Water Qual. Res. J. 2007, 42, 54–62.

http://dx.doi.org/10.3390/w3020618
http://www.fao.org/nr/aquastat
http://www.fao.org/nr/aquastat
http://dx.doi.org/10.1016/j.jenvman.2014.03.014
http://www.ncbi.nlm.nih.gov/pubmed/24768832
http://dx.doi.org/10.1016/j.desal.2013.01.004
http://dx.doi.org/10.1016/j.desal.2011.08.023
http://dx.doi.org/10.1016/j.ibiod.2011.03.002
http://dx.doi.org/10.1016/j.ibiod.2014.07.006
http://dx.doi.org/10.1016/j.watres.2014.01.055
http://www.ncbi.nlm.nih.gov/pubmed/24583525
http://dx.doi.org/10.1016/j.desal.2009.11.002
http://dx.doi.org/10.1016/j.memsci.2014.06.057
http://dx.doi.org/10.1016/j.cej.2014.02.100


Materials 2016, 9, 490 11 of 12

14. Barredo-Damas, S.; Alcaina-Miranda, M.I.; Bes-Piá, A.; Iborra-Clar, M.I.; Iborra-Clar, A.; Mendoza-Roca, J.A.
Ceramic membrane behavior in textile wastewater ultrafiltration. Desalination 2010, 250, 623–628. [CrossRef]

15. Barredo-Damas, S.; Alcaina-Miranda, M.I.; Iborra-Clar, M.I.; Mendoza-Roca, J.A.; Gemma, M. Effect of pH
and MWCO on textile effluents ultrafiltration by tubular ceramic membranes. Desalin. Water Treat. 2011,
27, 81–89. [CrossRef]

16. Blanco, J.; Torrades, F.; Morón, M.; Brouta-Agnésa, M.; García-Montaño, J. Photo-Fenton and sequencing
batch reactor coupled to photo-Fenton processes for textile wastewater reclamation: Feasibility of reuse in
dyeing processes. Chem. Eng. J. 2014, 240, 469–475. [CrossRef]

17. Visa, T.; Sánchez, M.; López-Grimau, V.; Navarro, R.; Reche, S.; Gutiérrez-Bouzán, C. Photocatalysis with
titanium dioxide to remove colour of exhausted reactive dyebaths without pH modification. Desalin. Water Treat.
2012, 45, 91–99. [CrossRef]

18. Buscio, V.; Brosillon, S.; Mendret, J.; Crespi, M.; Gutiérrez-Bouzán, C. Photocatalytic Membrane Reactor for
the Removal of C.I. Disperse Red 73. Materials 2015, 8, 3633–3647. [CrossRef]

19. Verma, A.K.; Dash, R.R.; Bhunia, P. A review on chemical coagulation/flocculation technologies for removal
of colour from textile wastewaters. J. Environ. Manag. 2012, 93, 154–168. [CrossRef] [PubMed]

20. Buscio, V.; Marín, M.J.; Crespi, M.; Gutiérrez-Bouzán, C. Reuse of textile wastewater after
homogenization-decantation treatment coupled to PVDF ultrafiltration membranes. Chem. Eng. J. 2015,
265, 122–128. [CrossRef]

21. Buscio, V.; Crespi, M.; Gutiérrez-Bouzán, C. Sustainable dyeing of denim using indigo dye recovered with
PVDF ultrafiltration membranes. J. Clean. Prod. 2015, 91, 201–207. [CrossRef]

22. Debik, E.; Kaykioglu, G.; Coban, A.; Koyuncu, I. Reuse of anaerobically and aerobically pre-treated textile
wastewater by UF and NF membranes. Desalination 2010, 256, 174–180. [CrossRef]

23. Barredo-Damas, S.; Alcaina-Miranda, M.I.; Iborra-Clar, M.I.; Mendoza-Roca, J.A. Application of tubular
ceramic ultrafiltration membranes for the treatment of integrated textile wastewaters. Chem. Eng. J. 2012,
192, 211–218. [CrossRef]

24. Alventosa-deLara, E.; Barredo-Damas, S.; Zuriaga-Agustí, E.; Alcaina-Miranda, M.I.; Iborra-Clar, M.I.
Ultrafiltration ceramic membrane performance during the treatment of model solutions containing dye and
salt. Sep. Purif. Technol. 2014, 129, 96–105. [CrossRef]

25. Ong, C.S.; Lau, W.J.; Ismail, F. Treatment of dyeing solution by NF membrane for decolorization and salt
reduction. Desalin. Water Treat. 2012, 50, 245–253. [CrossRef]

26. Aouni, A.; Fersi, C.; Cuartas-Uribe, B.; Bes-Pía, A.; Alcaina-Miranda, M.I.; Dhahbi, M. Reactive dyes rejection
and textile effluent treatment study using ultrafiltration and nanofiltration processes. Desalination 2012,
297, 87–96. [CrossRef]

27. Gozálvez-Zafrilla, J.M.; Sanz-Escribano, D.; Lora-García, J.; León Hidalgo, M.C. Nanofiltration of secondary
effluent for wastewater reuse in the textile industry. Desalination 2008, 222, 272–279. [CrossRef]

28. De Jager, D.; Sheldon, M.S.; Edwards, W. Colour removal from textile wastewater using a pilot-scale
dual-stage MBR and subsequent RO system. Sep. Purif. Technol. 2014, 135, 135–144. [CrossRef]

29. Kurt, E.; Koseoglu-Imer, D.Y.; Dizge, N.; Chellam, S.; Koyuncu, I. Pilot-scale evaluation of nanofiltration and
reverse osmosis for process reuse of segregated textile dyewash wastewater. Desalination 2012, 302, 24–32.
[CrossRef]

30. Dasgupta, J.; Sikder, J.; Chakraborty, S.; Surcio, S.; Drioli, E. Remediation of textile effluents by membrane
based techniques: A state of the art review. J. Environ. Manag. 2015, 147, 55–72. [CrossRef] [PubMed]

31. Rocha, J.H.B.; Gomes, M.M.S.; dos Santos, E.V.; de Moura, E.C.M.; da Silva, D.R.; Quiroz, M.A.;
Martínez-Huitle, C.A. Electrochemical degradation of Novacron Yellow C-RG using boron-doped diamond
and platinum anodes: Direct and Indirect oxidation. Electrochim. Acta 2014, 140, 419–426. [CrossRef]

32. Sala, M.; López-Grimau, V.; Gutiérrez-Bouzán, C. Photo-Electrochemical Treatment of Reactive Dyes in
Wastewater and Reuse of the Effluent: Method Optimization. Materials 2014, 7, 7349–7365. [CrossRef]

33. AENOR. UNE-EN ISO105-J03, 2009. Test for Colour Fastness. Part J03: Calculation of Colour Differences; Spanish
Association for the Standardization and Certification: Madrid, Spain, 2009. (In Spanish)

34. Chidambaram, T.; Oren, Y.; Noel, M. Fouling of nanofiltration membranes by dyes during brine recovery
from textile dye bath wastewater. Chem. Eng. J. 2015, 262, 156–168. [CrossRef]

http://dx.doi.org/10.1016/j.desal.2009.09.037
http://dx.doi.org/10.5004/dwt.2011.2057
http://dx.doi.org/10.1016/j.cej.2013.10.101
http://dx.doi.org/10.1080/19443994.2012.692014
http://dx.doi.org/10.3390/ma8063633
http://dx.doi.org/10.1016/j.jenvman.2011.09.012
http://www.ncbi.nlm.nih.gov/pubmed/22054582
http://dx.doi.org/10.1016/j.cej.2014.12.057
http://dx.doi.org/10.1016/j.jclepro.2014.12.016
http://dx.doi.org/10.1016/j.desal.2010.01.013
http://dx.doi.org/10.1016/j.cej.2012.03.079
http://dx.doi.org/10.1016/j.seppur.2014.04.001
http://dx.doi.org/10.1080/19443994.2012.719473
http://dx.doi.org/10.1016/j.desal.2012.04.022
http://dx.doi.org/10.1016/j.desal.2007.01.173
http://dx.doi.org/10.1016/j.seppur.2014.08.008
http://dx.doi.org/10.1016/j.desal.2012.05.019
http://dx.doi.org/10.1016/j.jenvman.2014.08.008
http://www.ncbi.nlm.nih.gov/pubmed/25261752
http://dx.doi.org/10.1016/j.electacta.2014.06.030
http://dx.doi.org/10.3390/ma7117349
http://dx.doi.org/10.1016/j.cej.2014.09.062


Materials 2016, 9, 490 12 of 12

35. He, Y.; Li, G.; Wang, H.; Zhao, J.; Su, H.; Huang, Q. Effect of operating conditions on separation performance
of reactive dye solution with membrane process. J. Membr. Sci. 2008, 321, 183–189. [CrossRef]

36. Sala, M.; Gutiérrez-Bouzán, M.C. Electrochemical treatment of industrial wastewater and effluent reuse at
laboratory and semi-industrial scale. J. Clean. Prod. 2014, 65, 458–464. [CrossRef]

37. Kariyajjanavar, P.; Narayana, J.; Nayaka, Y.A. Degradation of textile dye C.I. Vat Black 27 by electrochemical
method by using carbon electrodes. J. Environ. Chem. Eng. 2013, 1, 975–980. [CrossRef]

© 2016 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 (http://creativecommons.org/licenses/by/4.0/).

http://dx.doi.org/10.1016/j.memsci.2008.04.056
http://dx.doi.org/10.1016/j.jclepro.2013.08.006
http://dx.doi.org/10.1016/j.jece.2013.08.002
http://creativecommons.org/
http://creativecommons.org/licenses/by/4.0/

	Introduction 
	Materials and Methods 
	Reagents 
	Reactive Synthetic Effluent Preparation 
	Membrane Treatment 
	Electrochemical Treatment 
	Effluent Reuse 
	Analytical Methods and Measurements 

	Results and Discussion 
	Membrane Treatment 
	Electrochemical Treatment 
	Effluent Reuse 
	Permeate Reuse 
	Reuse of the Decoloured Concentrate Effluent 


	Conclusions 

