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Abstract: Activated clay minerals have been widely used in the edible oil refining industry for
decolorization of crude oil by adsorption, and so far many methods have been used to improve their
decolorization efficiency. Herein, we successfully prepared a series of carbon/attapulgite (C/APT)
composite adsorbents by a one-step in-situ carbonization process with natural starch (St) as the carbon
source. It has been revealed that the adsorbent had better decolorization efficiency for crude palm
oil than acid-activated APT. However, more than a million tons of decolorized waste is produced
every year in the oil-refining industry, which was often treated as solid waste and has not yet
been reutilized effectively. In order to explore a viable method to recycle and reuse the decolorant,
the waste decolorant was further prepared into new C/APT adsorbents for the removal of dyes from
wastewater, and then the dyes adsorbed on the adsorbent were used as the carbon sources to produce
new C/APT adsorbents by a cyclic carbonization process. The results showed that the adsorbents
prepared from the decolorized waste could remove more than 99.5% of the methylene blue (MB),
methyl violet (MV), and malachite green (MG) dyes from the simulated wastewater with the dye
concentration of 200 mg/L, and the C/APT-Re adsorbent consecutively regenerated five times using
the adsorbed dyes as a carbon source still exhibit good adsorption efficiency for dyes. As a whole,
this process opens a new avenue to develop efficient decolorants of palm oil and achieves recyclable
utilization of decolored waste.
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1. Introduction

Palm oil is a natural vegetable oil produced by pressing the fruits of oil palms. It is mainly
composed of fatty acids, esterified with glycerol, and has the functions of reducing cholesterol,
inhibiting thrombosis and preventing cardiovascular disease [1,2]. In recent years, palm oil has
played an increasingly important role in cooking, food, fine chemicals, pharmaceuticals, and other
fields, and has become the second largest edible vegetable oil in the world. However, crude palm
oil is reddish in color due to high beta-carotene content, and there are hazardous impurities, such as
peroxide, phospholipids, and others. Therefore, palm oil must be decolored before use to improve the
color and quality of the oils [3,4].

At present, adsorption is the most effective way to remove color matters and other impurities from
palm oil [5]. Acid-activated clay (i.e., activated montmorillonite (MMT)) as an effective decolorant has
been widely used in palm oil refining industry [6,7]. However, there are still many problems that need
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to be solved. For instance, the commonly-used decolorization clay was produced by the activation of
montmorillonite (MMT) with high concentrations of sulfuric acid solution (20-50 wt%), which need to
be washed to neutral with large amounts of water. Thus, the product cost is high and the environmental
pollution is serious. In addition, millions of tons of spent decolorization clays were generated every
year in the edible oil refining industry, which was usually discarded, burned, used as land-fill as solid
waste, or used as low-value filler [8,9]. Although the regeneration of spent decolorization clay by
a calcination process has been reported [10-12], there are still no reports about the cyclic reuse of spent
carbon/attapulgite decolorant.

MMT has been commonly used for the production of decoloring clay, which is a 2:1 type layered
clay mineral with exchangeable interlayer cations [13]. It is composed of two SiO4 tetrahedron sheets,
sandwiching an AlOg4 octahedron sheet. Since MMT, itself, has no pore structure, in the preparation
process of the decolorant the metal cations in the octahedral sheet must be etched by concentrated
acid to create pores [14]. Different from MMT, attapulgite (APT) is a naturally-occurring rod-like
nanoscale silicate clay mineral with rich pores and plentiful active silanol groups [15-18]. It has
been widely used in many areas, such as colloid agents [19,20], adsorbents [21-25], carriers [26,27],
reinforcing agents [28-30], animal feed [31-33], and hybrid functional materials [34,35]. Recently,
APT as an adsorbent for decolorization of edible vegetable oil and removal of pollutants from waters
has been of particular concern [36]. For example, APT has been widely used for decolorization of
crude palm oil [37] or other edible oils [38], and a satisfactory decolorizing efficiency was achieved.
Different from MMT, APT does not need to be activated with concentrated acid for preparation as
an oil decolorant because it has intrinsic pores. In addition, it has been confirmed that the adsorption
capability of APT can be improved by introducing carbon species onto it [39], which contribute to
enhance the removal efficiency of color matter, gums, or other harmful matter from palm oil [40].
However, the carbon/APT (C/APT) composite would become decolorization waste after use, which
contains about 10-21% normal grease.

In order to explore a sustainable way to develop efficient decolorant of palm oil, and cyclically
reutilize the decolorization waste, we firstly prepared C/APT adsorbent with renewable, low-cost, and
non-toxic starch (St) [41,42] as a carbon source and APT as the supporter, and used for the decolorization
of crude palm oil. The resulting decolorization waste was regenerated by a one-step calcination process
to produce new C/APT composites [43,44] and used for the removal of dyes (i.e., methylene blue
(MB), methyl violet (MV), and malachite green (MG)) from polluted water. The dyes adsorbed on the
composite were further used as carbon sources to produce C/APT-Re composites and cyclically used
for dye adsorption. The main purpose of this paper is to develop a cyclic reusable C/APT composite
and evaluate its reusability as a dye adsorbent, and finally pave a foundation for the sustainable
utilization of waste clay adsorbents.

2. Results and Discussions

2.1. Structure and Characteristics of C/APT Composite

As shown in Figure 1a, two absorption bands at 2850 and 2925 cm ! (C-H stretching vibration)
appeared in the FTIR spectra of APT/St composites, indicating that St has been loaded onto APT [45].
With the increase of calcinations temperature, these absorption bands gradually disappeared (>280 °C),
which revealed the combustion and decomposition of organic molecules. This phenomenon directly
confirms that St has been carbonized after calcinations treatment.

As shown in Figure 1a, the absorption bands at 1197, 1088, 1028, and 980 cm~! ascribed to the
fingerprints of APT [46,47] disappeared gradually with the increase of the calcinations temperature,
especially above 450 °C, due to the breakage of the tetrahedral crystal skeleton. The breakage of the
tetrahedron would further destroy the octahedral structure of APT [47]. Likened to a domino effect,
the breakage of the tetrahedral and octahedral structures would further cause the collapse of the pores
and channels of APT.
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Figure 1. FTIR spectra of APT, St/ APT precursor and the C/APT adsorbents prepared at different
temperatures (a); and TEM images of APT (b) and C/APT-280 (c).

As shown in Figure 1b, carbon nanoparticles were clearly observed on the surface of APT nanorods
after the APT /St being calcined at 280 °C. The introduction of carbon might provide new pores serving
as active adsorption sites to improve the decolorization efficiency of the as-prepared composite for
crude palm oil. It was worth noting that the in situ-formed carbon increased the pore size distribution
range (20-150 nm) of APT (Figure 2a), though the pore size distribution of APT and C/APT-280 were
almost overlapping in the range of 3-5 nm. This also indicated that the modification of APT with St
and the subsequent calcination process at 280 °C did not change the inner channels of APT.
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Figure 2. (a) Pore size distributions of APT and C/APT-280; and (b) TG curves of APT and C/APT-280
under an oxygen atmosphere.

Additionally, the formation of carbon species can also be verified by the TGA results. As shown
in Figure 2b, the weight loss of C/APT-280 was larger than that of APT owing to the combustion and
decomposition of carbon under an oxygen atmosphere. Consequently, the amount of carbon species
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loaded on APT can be calculated according to the weight loss ratio. The total weight losses of APT and
C/APT-280 were 12.97% and 13.42%, respectively. Thus, the content of carbon species in the composite
was about 0.45%. In other words, the amount of carbon species in C/APT was comparatively small.
The color of the C/APT composites was deeper than that of APT (the inset in Figure 2b), and the
C/APT composites appear grayish due to the presence of small amounts of carbon on APT.

2.2. Decoloring Efficiency

As shown in Figure 3, the decolorization ability of APT and APT/St composite was initially
enhanced with the increase in the calcinations temperature, and then it decreased. The C/APT
composites prepared at the calcinations temperature of 280 °C show the best decolorization capability,
but the higher calcinations temperature of 450 °C was needed to achieve the enhancement of the
decolorization capability of natural APT. As for the C/APT decolorant, the optimal calcinations
temperature is 280 °C, because too high a temperature would cause the decomposition of carbon
species, and even lead to the damage of pores in APT [48].

Red value
W

120 280 360 450 550
Temperature (°C)

Figure 3. Change of red values of crude palm oil after being decolored by the APT (a) and C/APT (b)
calcined at different temperatures (SD, n = 6).

As for natural APT, the thermal activation may selectively remove the water molecules from the
channels of APT, which was favorable to improve the adsorption properties of APT [49,50]. However,
the calcinations process at relatively higher temperature (>450 °C) may destroy the pores and channels
of APT, which led to the decrease of the decolorization ability of APT to crude palm oil [48].

Usually, specific surface area of an adsorbent plays crucial roles in affecting the uptake of color
matters from oil [51]. As shown in Table 1, the specific surface area of APT decreased after loading
carbon, but the decolorization ratio for crude palm oil enhanced, indicating that the decolorization
efficiency is not certainly dependent on the specific surface area. It has been found that the average
pore size of C/APT-280 (8.33 nm) was larger than that of APT (7.33 nm). According to previous
reports [52,53], an appropriate pore size was more favorable to remove the color matter from oil,
and the suitable size for the absorption of carotene and chlorophyll was 3.5-15.5 nm and 6.0-7.5 nm,
respectively. Therefore, the good decolorization efficiency of C/APT-280 is attributed to its appropriate
pore size. After being decolored with acid-activated APT and C/APT-280, the red value of crude
palm oil decreased to 3.2 and 2.2, respectively, indicating the C/APT-280 composite shows better
decolorization capability than acid-activated APT. The carotenoid pigments, primary and secondary
oxidation products ascribed to off-flavors [53,54], would be removed during the deodorization process.
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Table 1. Pore structure parameter of APT and C/APT-280.

Samples*  Spgr/m?/g  SD Spico/m?/g  SD  Sext/m?/g SD  Vpmicolem®/g  SDx10*  Viga/em®/g  SDx 10° PZmm SD

APT 192.4 15 49.9 0.5 142.5 2.0 0.03 31 0.35 8.4 7.33 0.1
C/APT-280 176.8 12 39.5 0.6 137.3 0.7 0.02 5.6 0.37 2.0 8.33 0.2

* The samples of the natural APT and APT/St composites are calcined at 280 °C for 30 min (SD, n = 3).

2.3. Cyclic Regeneration of C/APT Composites

2.3.1. Structure Characteristic of C/APT-Re Composite

As discussed above, the as-prepared C/APT adsorbent is highly efficient for the decolorization
of crude palm oil, but it would become decolorization waste after use. If the decolorization waste is
disposed of improperly, it not only did harm to our environment but also caused a waste of resources.
Therefore, the sustainable utilization of decolorization waste was greatly significant. Since certain
amounts of organic matter are present in the decolorization waste, it could be calcined at 300 °C to
produce new C/APT adsorbent for adsorption of dyes from wastewater.

As shown in Figure 4, after C/APT-280 decolorant was used for decoloring crude palm oil,
the characteristic absorption bands at 2923 cm ™! (C-H stretching vibration of -CH3), 2854 cm ™!
(C-H stretching vibration of -CH,-), 1467 cm ! (methylene scissoring), and 1745 cm ! (C=0 stretching
vibration) appeared [55], which proved the presence of organic species in C/APT-280. These absorption
bands sharply weakened, and even disappeared, after calcination treatment, which confirm that the
organic species have been carbonized and transformed as carbon species. Interestingly, the C=0O
stretching vibration band at 1733 cm ™!, ascribed to the carboxyl groups, was still observed, which
may be used as new active sites for the adsorption of dyes from polluted water [56]. The shift of
this band from 1745 to 1730 cm ™! also confirmed the chemical changes of organic species during the
calcination process.
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Figure 4. FTIR spectra of the spent C/APT-280 decolorant, C/APT-Rel and C/APT-Rel-MB,
C/APT-Re3 and C/APT-Re5. The inset shows digital photographs of spent C/APT-280 and
C/APT-Rel, respectively.

Moreover, it was observed from the digital photos (Figure 4) that the decolorization waste looks
oily and its color is obviously deeper than C/APT-280, due to the adsorption of pigments or other
substances from crude palm oil. After calcinations treatment, the oily substance was transformed as
black powders, which visibly proved that the organic species were carbonized and the carbon species
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were regenerated on APT. Additionally, the amount of carbon species regenerated on APT could be
calculated by TGA results. As shown in Figure 5, the total weight losses of C/APT-280 and C/APT-Rel
were 13.42% and 23.93%, respectively. Thus, the content of carbon species on C/APT-280 increased by
10.51% after used for decolorization of crude palm oil.
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Figure 5. TG curves of C/APT-280, C/APT-Rel, and C/APT-Re5.

In this discussion, we can conclude that the spent C/APT-280 decolorant has transformed into
new C/APT composites (marked as C/APT-Rel) after being calcined. The loading amounts of carbon
species increased, while the active -COOH groups were simultaneously generated in the composite.
As shown in Figure 6, the APT rod-like crystals were present in the form of bulk aggregates. With the
increase in the regeneration times, the rod crystals became slightly thicker, and many particles appeared
on the surface of rods due to the loading of carbon species.
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Figure 6. SEM images of C/APT-Rel, C/APT-Re3, and C/APT-Reb5.
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2.3.2. Adsorption Efficiency for Dyes

The adsorption efficiency of C/APT-Rel for cationic dyes MB, MV, and MG was evaluated.
The adsorption experiments showed that C/APT-Rel could remove more than 99.5% of the MB, MV,
and MG molecules from 200 mg/L of dyes solution. The removal efficiency to each dye enhanced
with increasing the dosage of C/APT-Re. The minimum dosage for the complete removal of MB,
MYV, and MG are 3.0, 4.0, and 5.0 g/L, respectively (Figure 7), indicating the as-prepared C/APT-Rel
adsorbent exhibited the best adsorption efficiency for MB. In addition, the effect of calcinations
temperature, pH, ionic strength, and initial dye concentration on adsorption performance were

investigated using MB as a model dye.
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Figure 7. UV-VIS spectra of MB (a), MV (b), and MG solutions (c) after adsorption by C/APT-Rel;
digital photographs of the MB, MV, and MG solutions.

The effect of calcination temperature on the adsorption of MB was studied and the result is
shown in Figure 8. It was found that the removal ratio of the adsorbent for MB increased with
increasing the calcinations temperature, reached the maximum value at 300 °C, and then decreased.
When the calcinations temperature is lower than 150 °C, the organic matters cannot be carbonized [40],
so the removal ratio is lower. With increasing the calcinations temperature, organic species adhered
on the surface of APT was gradually carbonized and, thus, the pore structure parameters of samples
increased, which contribute to improve the adsorption of regenerated adsorbent for MB. However,
the high thermal treatment temperature would decompose the carbon species and lead to the collapse
of the pores of attapulgite, which was not favorable to the adsorption of MB molecules. Therefore,
the optimal calcinations temperature for the regeneration of spent adsorbent is 300 °C.
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1 " s n L n 1
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120°C 300 °C 350°C 450 °C 550 °C

Calcination temperature

Figure 8. Effects of calcinations temperature on the adsorption efficiency of the used adsorbent
(adsorbent dosage: 1.0 g/L).
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According to the previous reports [57,58], the adsorption of an adsorbent for cationic dyes was
mainly driven by electrostatic attraction and surface complexation. On the one hand, the adsorption
of cationic dyes onto the C/APT nanocomposite is mainly attributed to the electrostatic attraction.
The Zeta potential analysis showed that C/APT-Rel is negatively charged (—19.23 mV), which is
beneficial to capturing cationic dyes via electrostatic interaction [59]. Additionally, the evident influence
of pH and ion strength on the adsorption capacity also implies that the electrostatic interaction plays
important role in the adsorption process. As shown in Figure 9, the removal rate of MB increased with
increasing the pH. According to the FTIR results (Figure 4), the active -COOH groups were formed
in the composite after regeneration. In addition, the active Si-OH and Al-OH groups exist on the
surface of APT are helpful to improve the adsorption [60]. At lower pH values, there is competition
between the H* ions and the cationic dye MB, and the negative charges on the adsorbent reduced with
decreasing the pH values [61], which led to the reduction of the adsorption capacity for cationic dye.
As pH increased, the dominating interaction would change to stronger electrostatic forces between the
—X-O- groups (—-X-OH, X represents of Si or Al or -CO) and the amine groups on the MB molecules
and, thus, the removal rate of MB increased.

60

_

40|

30 -

Removal efficiency (%)
e

Figure 9. Effect of pH on the removal rate of MB (dosage of the adsorbents: 1.0 g/L; initial concentration:
200 mg/L).

As shown in Figure 10, the removal rate of C/APT-Rel for MB increased with the increase in the
ionic strength. The results may be attributed to the following factors: (1) the addition of salt reduces the
solubility of dye in the aqueous phase, thus improving the dye solubility in the adsorbent [62]; or (2) the
addition of salt may cause the aggregation of MB cations due to a number of intermolecular forces,
including van der Waals forces, ion dipole forces, and dipole-dipole forces, which occur between dye
molecules in the solution [63]. The evident influence of pH and ion strength on the adsorption capacity
implies that the electrostatic interaction plays an important role in the adsorption process.

Further, in order to determine whether other actions (i.e., surface complexation, hydrogen
bonds), except electrostatic attraction, were involved in the adsorption process, the FTIR spectra
of C/APT-Rel before and after adsorption of MB were taken as examples and intensely discussed
to obtain insight into the interaction between C/APT-Rel and cationic dyes. As shown in Figure 4,
the characteristic fingerprint of MB in the range of 1600-1200 cm~! appeared in FTIR spectrum
of C/APT-Rel-MB (the used C/APT-Rel, loaded with MB molecules). It was also found that the
stretching vibration band of O-H groups at around 3427 cm ! shifts to 3409 cm~! after the adsorption
of MB. In addition, the absorption bands of Si-O-H groups at 1031 cm~! become blunt and broad,
and slightly shifted from 1031 to 1027 cm~! [46,60]. Simultaneously, the characteristic stretching
vibration bands of C=0 groups at 1733 cm ! also shifted from 1733 to 1730 cm ™!, and became blunt
and broad. Additionally, the characteristic bands of MB at 1600 cm~! (C=N stretching vibration),
1487 cm ™! (the first overtone N-H stretching vibration) and 1386 cm~! (C-N stretching vibration)
are obviously weakened and overlapped after MB was adsorbed onto C/APT-Rel. All these results
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suggested the strong interaction between the MB dye and C/APT-Rel, which is consistent with the
research results of Bhattacharyya et al. [64].
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Figure 10. Influence of ionic strength on the removal amount of MB (dosage of the adsorbents: 1.0 g/L;
initial concentration: 200 mg/L).

The effect of initial dye concentrations on adsorption capacity was studied. As shown in Figure 11,
the adsorption capacity of C/APT-Rel for MB increased with increasing the initial concentration.
The higher initial concentration will lead to a stronger driving force at the solid-liquid interface,
which accelerates the diffusion of dye molecules onto the adsorbent [65]. Then, the increasing trend
becomes flat until the adsorption saturation was reached when the maximum adsorption capacity was
105.1 mg/g. However, the removal rate of C/APT-Rel for MB reduced with the increase of the initial

concentration. This is because the adsorption sites are gradually saturated with the increase in the
initial concentration.

=105
100 - o
= <490
é 90
L .
< 75 @
- 80 oo
s {o0 E
g 70 s
< - 45
=4
60 130
S0 1 I I I ! ! I I I P R

20 40 60 80 100 120 140 160 180 200
Initial concentration (mol/L)

Figure 11. Effect of initial concentration on the MB adsorption (dosage of the adsorbents: 1.0 g/L).

Finally, to further reuse the spent dyes-loaded C/APT-Rel composites, the MB-loaded C/APT-Rel
waste was taken as an example, and further recycled for another five times still a simple calcination
method at 300 °C and used as adsorbents to remove MB from water. It was found from Figure 12 that
the removal efficiency of C/APT-Re6 for MB in the 200 mg/L of initial solution is still higher than 75%
after regeneration for five times, indicating that this composite has an excellent adsorption capacity.
The slight decrease of adsorption capacity may be attributed to the excessive coverage of carbon species
and the gradual agglomeration of APT nanorods, which decrease the active adsorption sites of the
composites used for the removal of dyes. Accordingly, the results from the regeneration experiments

show that the as-prepared C/APT composite can be used as an efficient recyclable adsorbent for the
treatment of wastewater (Figure 13).
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Figure 12. The removal efficiency of the re-generated C/APT-Re adsorbent for MB (dosage of the
adsorbents: 2.0 g/L).
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Figure 13. The cyclic regeneration and reusable route of C/APT decolorant, spent decolorant, and
dye-loaded adsorbent.
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3. Materials and Methods

3.1. Materials

Natural APT, with the chemical composition of 58.38% SiOy, 8.55% Al,O3, 8.03% MgO, 6.63%
FeyO3, 3.47% CaO, 0.22% NayO, and 1.24% K,O was from the Huangnishan Mine located on Xuyi
County of Jiangsu Province (Jiangsu, China). Crude palm oil (originally produced from Malaysia) was
provided by Dongma Oils and Fats (Guangzhou Free Trade Zone) Co., Ltd. (Guangzhou, China).
Starch (St, USP grade) was purchased from Aladdin Reagent Corporation (Shanghai, China).
MB (industrial grade), MV (N/A grade), and MG (AR grade) were all purchased from Sinopharm
Chemical Reagent Co., Ltd. (Shanghai, China). The commercial decolorizer (CD) was provided by
Taiko Marketing Sdn. Bhd, TMK (Pasir Gudang, Malaysia).

3.2. Preparation of C/APT Adsorbent from St and APT

Natural APT powder (60 g) was fully dispersed in 4 wt% of aqueous solution of sulfuric acid
at the solid-liquid ratio of 1:4 under continuous mechanical stirring. Then, 1 wt% of St was added
into the dispersion and mechanically stirred at 800 rpm for 4 h. The resultant dispersion was passed
through a 75 um sieve to remove large grains of quartz. The solid product was separated from the
dispersion by centrifugation at 4500 rpm and dried to a constant weight at 105 °C. The dry St/ APT
product was smashed and passed through a 200-mesh sieve to obtain the St/ APT precursor. Finally,
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St/ APT precursor was calcined at different temperatures (120, 280, 360, 450, and 550 °C) for 30 min to
obtain the C/APT adsorbent. The natural APT was also calcined at the same conditions as a blank
sample. According to the calcination temperatures, the as-prepared C/APT samples were marked as
C/APT-120, C/APT-280, C/APT-360, C/APT-450, C/APT-550, respectively. A schematic diagram for
the preparation and decoloring procedure was shown in Scheme 1.

N
OB 5oy gH St PAL/St
Calcination l
Oil layer (mainly carortenoid)

/4 Carbon

The Spent PAL/C PAL/C

4P Decoloration =
® @

Refined palm oil Crude palm oil

Scheme 1. A schematic diagram of the preparation and decoloring procedure.

3.3. Regeneration of the Spent C/APT Composites

The spent C/APT decolorant was recycled and calcined at 300 °C for 120 min to obtain a new
C/APT composite, which was marked as C/APT-Rel. Again, the C/APT-Rel adsorbents” adsorbed
dyes were also recycled and calcined at 300 °C for 120 min. According to the regenerated times,
the recycled dye-loaded C/APT-Rel adsorbents were marked as C/APT-Re2, C/APT-Re3, C/APT-Re4,
C/APT-Re5, and C/APT-Reb, respectively.

3.4. Decoloring Test of Crude Palm Oil and Evaluation of Decoloring Capacity

To prevent the oxidation of oil, the decoloring test was carried out in a rotary evaporation meter
with a rotation speed of 80 rpm and absolute pressure of 7 mbar. After being decolored, the mixture
was cooled to 40-50 °C under vacuum, and filtered through a mid-speed filter paper (about 30-50 pm).
The decolored oil was collected for Lovibond color, peroxide, and phospholipid analyses.

A Lovibond colorimeter (PFX-I series spectrocolorimeter, The Tinotometer Ltd., Amesbury, UK)
was used to determine the Lovibond color by matching with a set of standard colored, numbered
glasses, ranging in the scale from 0 to 70 red (R). A 2.5-cm vessel was used for measuring the refined
oils, and the results were expressed as red values (R). Six parallel experiments were conducted and the
averages were reported (£SD, n = 6).

3.5. Batch Adsorption Experiments

The adsorption experimental process is described as follows: 10, 20, 30, 40, 50 mg of adsorbent
was added into 10 mL of MB, MV, and MG solution with an initial concentration of 200 mg/L
(initial pH ~ 6.5), respectively, followed by shaking at 180 rpm in a thermostatic shaker (THZ-98A,
Shanghai Yi Heng Scientific Instruments Co., Ltd., Shanghai, China) at 30 °C for 2 h. The adsorbents
were separated from the mixture by centrifugation with a speed of 5000 r/min for 10 min, and
the absorbance of the solution before and after adsorption was determined using UV-visible
spectrophotometer (UV 765, Precision and Scientific Instrument Co., Ltd., Shanghai, China).
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For the evaluation of adsorption performance of C/APT-Rel~C/APT-Re6, 30 mg of adsorbent
was mixed with 10 mL of MB solution (initial concentration of 200 mg/L, initial pH of 6.5),
followed by shaking at 180 r/min in a thermostatic shaker (THZ-98A) at 30 °C for 2 h to reach
the adsorption equilibrium. Afterward, the MB solution was separated from the mixture by
centrifugation. The concentrations of MB before and after adsorption were determined using UV-VIS
spectrophotometer (UV 765, Precision and Scientific Instrument Co., Ltd., Shanghai, China) at the
maximum absorbance wavelength of 665 nm and calculated from the absorbance using a standard
calibration curve. The removal efficiency and adsorption capacity of MB on the adsorbents are
calculated by Equations (1) and (2), respectively:

7 (%) = (Co — C)/Co x 100% 1)

q=(Cop—Cp) x V/m ()

where r (%) is the adsorption ratio of the adsorbents; V (L) is the volume of MB solution; m (g) is
the mass of adsorbent; Cy (mg/L) is the initial concentration of MB solution; and C (mg/L) is the
concentration of MB in the solution at 2 h.

The main influence factors for the adsorption of MB onto the as-prepared composites, including
pH values, ionic strength and initial concentration of MB solution were studied. The pH value of MB
solution was adjusted with dilute NaOH or HCl solutions (0.1 mol/L) to a pH range 2-11 to study the
effect of pH values on dye removal. Different amounts of sodium chloride were added into the MB
solution during the adsorption process to study the effect of ionic strength on dye removal. A set of
MB solutions with the initial concentration of 20-200 mg/L and pH~6.5 were adopted to test the effect
of initial concentration.

3.6. Characterizations

The Fourier transform infrared (FTIR) spectra were recorded in the range of 4000-400 cm~! on

a NEXUS FTIR spectrometer (Nicolet, Madison, WI, USA) using the KBr pellets. Thermal gravimetric
analysis (TGA) was tested from 35 to 900 °C on a Diamond TG-DTA 6300 thermal analyzer
(PerKinElmer, Waltham, MA, USA) at the heating rate of 10 °C min~! under an oxygen atmosphere.
The specific surface area, pore volume and pore size distribution of the samples were measured on
an Accelerated Surface Area and Porosimetry System (Micromeritics, ASAP2020, Atlanta, GA, USA)
using Ny as an adsorbate at 77 K. The TEM images were taken using a JEM-2010 high resolution
transmission electron microscope (HRTEM) (JEOL, Tokyo, Japan) at an acceleration voltage of
200 kV, and the sample was ultrasonically dispersed in anhydrous ethanol and dropped onto a grid
before observation. The microscopic morphology was observed on a scanning electronic microscope
(SEM, JSM-6701F, JEOL, Ltd., Tokyo, Japan) after the samples were fixed on copper sheets and coated
with a gold film.

4. Conclusions

The C/APT composite adsorbent was prepared using St as the carbon source by the one-step
calcination process, and the C/APT composite calcined at 280 °C showed the optimal decolorization
efficiency for crude palm oil. The red value of crude palm oil decreased by 82.68% after being decolored
with the C/APT adsorbent, which is better than that of a similar commercial decolorant (32.28%).
The resultant decolorized waste was regenerated by the facile calcination method to derive new
C/APT-Re adsorbent, which can remove more than 99.5% of the dyes from the dye solution with the
initial concentration of 200 mg/L.

This work is a continuation of our systematic research works that focused on the comprehensive
utilization of natural clay minerals, and showed the following advantages: (a) naturally abundant APT
clay was used to develop a highly-efficient C/APT adsorbent with superior decolorization performance;
(b) the decolorization waste was transformed to highly-efficient dye adsorbents; (c) the adsorbed dye
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can be used as new carbon sources to produce C/APT adsorbent; and (d) the sustainable regeneration
utilization of the adsorbent was achieved in this way. In a word, the study not only developed a C/APT
composite to improve the decolorization efficiency of APT for crude palm oil, but also achieved the
sustainable use of the adsorbent and spent adsorbents.

Acknowledgments: This research was funded by the National Natural Science Foundation of China (grant nos.
41601303, 51403221), the Key Research and Development Project of Jiangsu Province, China (BE2017686) and the
Youth Innovation Promotion Association CAS (2016370).

Author Contributions: Guangyan Tian, Wenbo Wang, and Aiqin Wang conceived the research ideas, designed
the experiments, and wrote the article. Guangyan Tian, Yongfeng Zhu, Li Zong, and Yuru Kang performed the
experimental work and collected the data. Guangyan Tian and Wenbo Wang contributed to the discussion of
relevant data.

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

References

1. De Vries, R.J. Utilization of Malaysian palm oil and palm kernel oil for fatty acids and derivatives. J. Am. Oil
Chem. Soc. 1984, 61, 404-407. [CrossRef]

2. Traitler, H.; Dieffenbacher, A. Palm oil and palm kernel oil in food products. J. Am. Oil Chem. Soc. 1985, 62,
417-421. [CrossRef]

3. Mana, M,; Ouali, M.S.; de Menorval, L.C.; Zajac, ].J.; Charnay, C. Regeneration of spent bleaching earth by
treatment with cethyltrimethylammonium bromide for application in elimination of acid dye. Chem. Eng. J.
2011, 174, 275-280. [CrossRef]

4. Vincent, C.J.; Shamsudin, R.; Baharuddin, A.S. Pre-treatment of oil palm fruits: A review. J. Food Eng. 2014,
143, 123-131. [CrossRef]

5. Sabah, E.; Celik, M.S. Sepiolite: An effective bleaching adsorbent for the physical refining of degummed
rapeseed oil. . Am. Oil Chem. Soc. 2005, 82, 911-916. [CrossRef]

6. Kheok, S.C.; Lim, E.E. Mechanism of palm oil bleaching by montmorillonite clay activated at various acid
concentrations. J. Am. Oil Chem. Soc. 1982, 59, 129-131. [CrossRef]

7. Hussin, F; Aroua, M.K.; Daud, WM.A.W. Textural characteristics, surface chemistry and activation of
bleaching earth: A review. Chem. Eng. ]. 2011, 170, 90-106. [CrossRef]

8.  Singh, R.P; Embrandiri, A.; Ibrahima, M.H.; Esa, N. Management of biomass residues generated from palm
oil mill: Vermicomposting a sustainable option. Resour. Conserv. Rec. 2011, 55, 423—434. [CrossRef]

9. Mohammad, N.; Alam, M.Z.; Kabbashi, N.A.; Ahsan, A. Effective composting of oil palm industrial waste
by filamentous fungi: A review. Resour. Conserv. Rec. 2012, 58, 69-78. [CrossRef]

10. Mana, M.; Ouali, M.S.; de Menorval, L.C. Removal of basic dyes from aqueous solutions with a treated spent
bleaching earth. J. Colloid Interface Sci. 2007, 307, 9-16. [CrossRef] [PubMed]

11. Mana, M,; Oualia, M.S.; Lindheimer, M.; de Menorval, L.C. Removal of lead from aqueous solutions with
a treated spent beaching earth. J. Hazard. Mater. 2008, 159, 358-364. [CrossRef] [PubMed]

12.  Anadao, P; Pajolli, .L.R.; Hildebrando, E.A.; Wiebeck, H. Preparation and characterization of carbon/
montmorillonite composites and nanocomposites from waste bleaching sodium montmorillonite clay.
Adv. Powder Technol. 2014, 25, 926-932. [CrossRef]

13.  Zhu, R.; Chen, Q.; Zhou, Q.; Xi, Y.E; Zhu, ].X.; He, H.P. Adsorbents based on montmorillonite for contaminant
removal from water: A review. Appl. Clay Sci. 2016, 123, 239-258. [CrossRef]

14. Komadel, P. Acid activated clays: Materials in continuous demand. Appl. Clay Sci. 2016, 131, 84-99. [CrossRef]

15. Drits, V.A,; Sokolova, G.V. Structure of palygorskite. Sov. Phys. Crystallogr. 1971, 16, 183-185.

16. Chishoim, J.E. An X-ray powder-diffraction study of palygorskite. Can. Mineral. 1990, 28, 329-339.

17.  Wang, W.B.; Wang, A.Q. Recent progress in dispersion of palygorskite crystal bundles for nanocomposites.
Appl. Clay Sci. 2016, 119, 18-30. [CrossRef]

18.  Zhou, C.H.; Zhao, L.Z.; Wang, A.Q. Current fundamental and applied research into clay minerals in China.
Appl. Clay Sci. 2016, 119, 3-7. [CrossRef]

19. Wang, W.B.; Wang, EF; Kang, Y.R.; Wang, A.Q. Nanoscale dispersion crystal bundles of palygorskite
by associated modification with phytic acid and high-pressure homogenization for enhanced colloidal
properties. Powder Technol. 2015, 269, 85-92. [CrossRef]


http://dx.doi.org/10.1007/BF02678803
http://dx.doi.org/10.1007/BF02541414
http://dx.doi.org/10.1016/j.cej.2011.09.026
http://dx.doi.org/10.1016/j.jfoodeng.2014.06.022
http://dx.doi.org/10.1007/s11746-005-1164-4
http://dx.doi.org/10.1007/BF02662259
http://dx.doi.org/10.1016/j.cej.2011.03.065
http://dx.doi.org/10.1016/j.resconrec.2010.11.005
http://dx.doi.org/10.1016/j.resconrec.2011.10.009
http://dx.doi.org/10.1016/j.jcis.2006.11.019
http://www.ncbi.nlm.nih.gov/pubmed/17174964
http://dx.doi.org/10.1016/j.jhazmat.2008.02.079
http://www.ncbi.nlm.nih.gov/pubmed/18395334
http://dx.doi.org/10.1016/j.apt.2014.01.010
http://dx.doi.org/10.1016/j.clay.2015.12.024
http://dx.doi.org/10.1016/j.clay.2016.05.001
http://dx.doi.org/10.1016/j.clay.2015.06.030
http://dx.doi.org/10.1016/j.clay.2015.07.043
http://dx.doi.org/10.1016/j.powtec.2014.09.015

Materials 2018, 11, 86 14 of 16

20.

21.

22.

23.

24.

25.

26.

27.

28.

29.

30.

31.

32.

33.

34.

35.

36.

37.

38.

39.

40.

Zhuang, G.Z.; Wu, H.; Zhang, HX,; Zhang, Z.P.; Zhang, X.M.; Liao, L.B. Rheological properties of
organo-palygorskite in oil-based drilling fluids aged at different temperatures. Appl. Clay Sci. 2017, 137,
50-58. [CrossRef]

Alvarez—Ayuso, E.; Garcia-Sanchez, A. Removal of cadmium from aqueous solutions by palygorskite.
J. Hazard. Mater. 2007, 147, 594-600. [CrossRef] [PubMed]

Frost, R.L,; Xi, Y.E; He, H.P. Synthesis, characterization of palygorskite supported zero-valent iron and its
application for methylene blue adsorption. J. Colloid Interface Sci. 2010, 341, 153-161. [CrossRef] [PubMed]
Wang, W.B,; Tian, G.Y.; Zhang, Z.F; Wang, A.Q. A simple hydrothermal approach to modify palygorskite for
high-efficient adsorption of methylene blue and Cu(II) ions. Chem. Eng. J. 2015, 265, 228-238. [CrossRef]
Middea, A.; Fernandes, T.L.A.P; Neumann, R.; da, EM.; Gomes, O.; Spinelli, L.S. Evaluation of Fe(III)
adsorption onto palygorskite surfaces. Appl. Surf. Sci. 2013, 282, 253-258. [CrossRef]

Moreira, M.A.; Ciuffi, K.J.; Rives, V.; Vicente, M. A; Trujillano, R.; Gil, A ; Korili, S.A.; de Faria, E.H. Effect
of chemical modification of palygorskite and sepiolite by 3-aminopropyltriethoxisilane on adsorption of
cationic and anionic dyes. Appl. Clay Sci. 2017, 135, 394-404. [CrossRef]

Stathatos, E.; Papoulis, D.; Aggelopoulos, C.A.; Panagiotaras, D.; Nikolopoulou, A. TiO, /palygorskite
composite nanocrystalline films prepared by surfactant templating route: Synergistic effect to the
photocatalytic degradation of an azo-dye in water. . Hazard. Mater. 2012, 211-212, 68-76. [CrossRef]
[PubMed]

He, X.; Fu, L.].; Yang, H.M. Insight into the nature of Au-Au,O; functionalized palygorskite. Appl. Clay Sci.
2014, 100, 118-122. [CrossRef]

Lu, H.L.; Wang, W.B.; Wang, A.Q. Ethanol-NaOH solidification method intensify chitosan/poly(vinyl
alcohol)/attapulgite composite film. RSC Adv. 2015, 5, 17775-17781. [CrossRef]

Tang, Q.G.; Wang, F,; Liu, X.D.; Tang, M.R.; Zeng, Z.G; Liang, ].S.; Guan, X.Y.; Wang, J.; Mu, X.Z. Surface
modified palygorskite nanofibers and their applications as reinforcement phase in cis-polybutadiene rubber
nanocomposites. Appl. Clay Sci. 2016, 132-133, 175-181. [CrossRef]

Zhu, L.X.; Guo, J.S; Liu, P,; Zhao, S.B. Novel strategy for palygorskite/poly(acrylic acid) nanocomposite
hydrogels from bi-functionalized palygorskite nanorods as easily separable adsorbent for cationic basic dye.
Appl. Clay Sci. 2016, 121-122, 29-35. [CrossRef]

Chalvatzi, S.; Arsenos, G.; Tserveni-Goussi, A.; Fortomaris, P. Tolerance and efficacy study of palygorskite
incorporation in the diet of laying hens. Appl. Clay Sci. 2014, 101, 643-647. [CrossRef]

Papadopoulos, G.A.; Kanoulas, V.; Arsenos, G.; Janssens, G.PJ.; Buyse, J.; Tzika, E.D.; Fortomaris, P.D.
Effects of palygorskite dietary supplementation on back fat mobilization, leptin levels and oxidative stress
parameters in sows. Appl. Clay Sci. 2016, 132-133, 535-541. [CrossRef]

Chen, Y.P; Cheng, Y.F,; Yang, W.L. An evaluation of palygorskite inclusion on the growth performance and
digestive function of broilers. Appl. Clay Sci. 2016, 129, 1-6. [CrossRef]

Tian, G.Y.; Wang, W.B.; Zong, L.; Kang, Y.R.; Wang, A.Q. A functionalized hybrid silicate adsorbent derived
from naturally abundant low-grade palygorskite clay for highly efficient removal of hazardous antibiotics.
Chem. Eng. J. 2016, 293, 376-385. [CrossRef]

Tian, G.Y,; Wang, W.B.; Wang, D.D.; Wang, Q.; Wang, A.Q. Novel environment friendly inorganic red
pigments based on attapulgite. Powder Technol. 2017, 315, 60-67. [CrossRef]

Foletto, E.L.; Paz, D.S.; Giindel, A. Acid-activation assisted by microwave of a Brazilian bentonite and its
activity in the bleaching of soybean oil. Appl. Clay Sci. 2013, 83-84, 63—67. [CrossRef]

Kuuluvainen, V.; Méki-Arvela, P.; Rautio, A. Properties of adsorbents used for bleaching of vegetable oils
and animal fats. . Chem. Technol. Biotechnol. 2015, 90, 1579-1591. [CrossRef]

Xavier, K.C.M.; Santos, M.S.E,; Osajima, ].A. Thermally activated palygorskites as agents to clarify soybean oil.
Appl. Clay Sci. 2016, 119, 338-347. [CrossRef]

Sarkar, B.; Liu, EM.; McClure, S. Biomass derived palygorskite-carbon nanocomposites: Synthesis,
characterisation and affinity to dye compounds. Appl. Clay Sci. 2015, 114, 617-626. [CrossRef]

Tian, G.Y.; Wang, W.B.; Mu, B.; Kang, Y.R.; Wang, A.Q. Facile fabrication of carbon/attapulgite composite for
bleaching of palm oil. J. Taiwan Inst. Chem. Eng. 2015, 50, 252-258. [CrossRef]


http://dx.doi.org/10.1016/j.clay.2016.12.015
http://dx.doi.org/10.1016/j.jhazmat.2007.01.055
http://www.ncbi.nlm.nih.gov/pubmed/17367922
http://dx.doi.org/10.1016/j.jcis.2009.09.027
http://www.ncbi.nlm.nih.gov/pubmed/19850299
http://dx.doi.org/10.1016/j.cej.2014.11.135
http://dx.doi.org/10.1016/j.apsusc.2013.05.113
http://dx.doi.org/10.1016/j.clay.2016.10.022
http://dx.doi.org/10.1016/j.jhazmat.2011.11.055
http://www.ncbi.nlm.nih.gov/pubmed/22177018
http://dx.doi.org/10.1016/j.clay.2014.04.004
http://dx.doi.org/10.1039/C4RA09835H
http://dx.doi.org/10.1016/j.clay.2016.06.003
http://dx.doi.org/10.1016/j.clay.2015.12.020
http://dx.doi.org/10.1016/j.clay.2014.09.035
http://dx.doi.org/10.1016/j.clay.2016.08.001
http://dx.doi.org/10.1016/j.clay.2016.03.032
http://dx.doi.org/10.1016/j.cej.2016.02.035
http://dx.doi.org/10.1016/j.powtec.2017.03.044
http://dx.doi.org/10.1016/j.clay.2013.08.017
http://dx.doi.org/10.1002/jctb.4621
http://dx.doi.org/10.1016/j.clay.2015.10.037
http://dx.doi.org/10.1016/j.clay.2015.07.001
http://dx.doi.org/10.1016/j.jtice.2014.12.021

Materials 2018, 11, 86 15 of 16

41.

42.

43.

44.

45.

46.

47.

48.

49.

50.

51.

52.

53.

54.

55.

56.

57.

58.

59.

60.

61.

62.

63.

Fabian, C.; Ayucitra, A.; Ismadji, S.; Ju, Y.H. Isolation and characterization of starch from defatted rice bran.
J. Taiwan Inst. Chem. Eng. 2011, 42, 86-91. [CrossRef]

Hsu, S.H.; Hsu, W.C.; Chung, T.W.; Liao, C.C. Dynamic adsorption study for water removal from ethanol
solution by using a novel immobilized starch sorbent. J. Taiwan Inst. Chem. Eng. 2013, 44, 952-956. [CrossRef]
Guo, J.; Gui, B.; Xiang, S.X.; Bao, X.T.; Zhang, H.].; Lua, A.C. Preparation of activated carbons by utilizing
solid wastes from palm oil processing mills. ]. Porous Mater. 2008, 15, 535-540. [CrossRef]

Tian, G.Y.; Wang, W.B.; Zong, L.; Kang, Y.R.; Wang, A.Q. From spent dye-loaded palygorskite to
a multifunctional palygorskite/carbon/Ag nanocomposite. RSC Adv. 2016, 6, 41696—41706. [CrossRef]
Deng, Y.H.; Gao, Z.Q.; Liu, B.Z.; Hu, X.B.; Wei, Z.B.; Sun, C. Selective removal of lead from aqueous solutions
by ethylenediamine-modified attapulgite. Chem. Eng. . 2013, 223, 91-98. [CrossRef]

Yan, W.C; Liu, D.; Tan, D.Y.; Yuan, P; Chen, M. FTIR spectroscopy study of the structure changes of
palygorskite under heating. Spectrochim. Acta Part A 2012, 97, 1052-1057. [CrossRef] [PubMed]

Suarez, M.; Garcia-Romero, E. FTIR spectroscopic study of palygorskite: Influence of the composition of the
octahedral sheet. Appl. Clay Sci. 2006, 31, 154-163. [CrossRef]

Frini-Srasra, N.; Srasra, E. Effect of heating on palygorskite and acid treated palygorskite properties. Surf. Eng.
Appl. Electrochem. 2008, 44, 43—49. [CrossRef]

Michot, A.; Smith, D.S.; Degot, S. Thermal conductivity and specific heat of kaolinite: Evolution with thermal
treatment. J. Eur. Ceram. Soc. 2008, 28, 2639-2644. [CrossRef]

Yilmaz, M.; Kalpakli, Y.; Piskin, S. Thermal behavior and dehydroxylation kinetics of naturally occurring
sepiolite and bentonite. J. Therm. Anal. Calorim. 2013, 114, 1191-1199. [CrossRef]

Huang, ].H.; Liu, Y.F; Liu, Y.; Wang, X.G. Effect of attapulgite pore size distribution on soybean oil bleaching.
J. Am. Oil Chem. Soc. 2007, 84, 687-692. [CrossRef]

Sabah, E.; Cinar, M.; Celik, M.S. Decolorization of vegetable oils: Adsorption mechanism of 3-carotene on
acid-activated sepiolite. Food Chem. 2007, 100, 1661-1668. [CrossRef]

Lamas, D.L.; Crapiste, G.H.; Constenla, D.T. Changes in quality and composition of sunflower oil during
enzymatic degumming process. LWT-Food Sci. Technol. 2014, 58, 71-76. [CrossRef]

Chiavaro, E.; Rodriguez-Estrada, M.T.; Vittadini, E.; Pellegrini, N. Microwave heating of different vegetable
oils: Relation between chemical and thermal parameters. LWT-Food Sci. Technol. 2010, 43, 1104-1112.
[CrossRef]

Liu, P; Jiang, L.P; Zhu, L.X.; Wang, A.Q. Novel approach for attapulgite/poly(acrylic acid) (ATP/PAA)
nanocomposite microgels as selective adsorbent for Pb(II) ion. React. Funct. Polym. 2014, 74, 72-80. [CrossRef]
Tian, G.Y.; Wang, W.B.; Kang, Y.R.; Wang, A.Q. Ammonium sulfide-assisted hydrothermal activation of
palygorskite for enhanced adsorption of methyl violet. J. Environ. Sci. 2016, 41, 33-43. [CrossRef] [PubMed]
Cai, W.Q.; Yu, ]J.G.; Cheng, B.; Su, B.L.; Jaroniec, M. Synthesis of boehmite hollow core/shell and
hollow microspheres via sodium tartrate-mediated phase transformation and their enhanced adsorption
performance in water treatment. J. Phys. Chem. C 2009, 113, 14739-14746. [CrossRef]

Yu, F; Wu, Y.Q.; Ma, J. Influence of the pore structure and surface chemistry on adsorption of ethylbenzene
and xylene isomers by KOH-activated multi-walled carbon nanotubes. |. Hazard. Mater. 2012, 237-238,
102-109. [CrossRef] [PubMed]

Sheikhhosseini, A.; Shirvani, M.; Shariatmadari, H.; Zvomuya, F,; Najafic, B. Kinetics and thermodynamics
of nickel sorption to calcium—palygorskite and calcium-sepiolite: A batch study. Geoderma 2014, 217-218,
111-117. [CrossRef]

Zhang, J.; Cai, D.; Zhang, G.; Cai, C.; Zhang, C.; Qiu, G.; Zheng, K.; Wu, Z. Adsorption of methylene blue
from aqueous solution onto multiporous palygorskite modified by ion beam bombardment: Effect of contact
time, temperature, pH and ionic strength. Appl. Clay Sci. 2013, 83, 137-143. [CrossRef]

Sun, Z; Li, C; Wu, D. Removal of methylene blue from aqueous solution by adsorption onto zeolite
synthesized from coal fly ash and its thermal regeneration. J. Chem. Technol. Biotechnol. 2010, 85, 845-850.
[CrossRef]

Musyoka, S.M.; Mittal, H.; Mishra, S.B.; Ngila, J.C. Effect of functionalization on the adsorption capacity of
cellulose for the removal of methyl violet. Int. J. Biol. Macromol. 2014, 65, 389-397. [CrossRef] [PubMed]
Aksu, Z.; Déonmez, G. A comparative study on the biosorption characteristics of some yeasts for Remazol
Blue reactive dye. Chemosphere 2003, 50, 1075-1083. [CrossRef]


http://dx.doi.org/10.1016/j.jtice.2010.03.013
http://dx.doi.org/10.1016/j.jtice.2013.02.002
http://dx.doi.org/10.1007/s10934-007-9129-z
http://dx.doi.org/10.1039/C6RA03981B
http://dx.doi.org/10.1016/j.cej.2013.03.020
http://dx.doi.org/10.1016/j.saa.2012.07.085
http://www.ncbi.nlm.nih.gov/pubmed/22925981
http://dx.doi.org/10.1016/j.clay.2005.10.005
http://dx.doi.org/10.3103/S1068375508010092
http://dx.doi.org/10.1016/j.jeurceramsoc.2008.04.007
http://dx.doi.org/10.1007/s10973-013-3152-x
http://dx.doi.org/10.1007/s11746-007-1094-9
http://dx.doi.org/10.1016/j.foodchem.2005.12.052
http://dx.doi.org/10.1016/j.lwt.2014.02.024
http://dx.doi.org/10.1016/j.lwt.2010.02.016
http://dx.doi.org/10.1016/j.reactfunctpolym.2013.11.002
http://dx.doi.org/10.1016/j.jes.2015.03.036
http://www.ncbi.nlm.nih.gov/pubmed/26969048
http://dx.doi.org/10.1021/jp904570z
http://dx.doi.org/10.1016/j.jhazmat.2012.07.059
http://www.ncbi.nlm.nih.gov/pubmed/22964387
http://dx.doi.org/10.1016/j.geoderma.2013.11.007
http://dx.doi.org/10.1016/j.clay.2013.08.033
http://dx.doi.org/10.1002/jctb.2377
http://dx.doi.org/10.1016/j.ijbiomac.2014.01.051
http://www.ncbi.nlm.nih.gov/pubmed/24480254
http://dx.doi.org/10.1016/S0045-6535(02)00623-9

Materials 2018, 11, 86 16 of 16

64. Bhattacharyya, A.; Mondal, D.; Roy, I; Sarkar, G.; Saha, N.R;; Rana, D.; Ghosh, TK.; Mandal, D.;
Chakraborty, M.; Chattopadhyay, D. Studies of the kinetics and mechanism of the removal process of
proflavine dye through adsorption by graphene oxide. J. Mol. Lig. 2017, 230, 696-704. [CrossRef]

65. Rahchamani, J.; Zavvar Mousavi, H.; Behzad, M. Adsorption of methyl violet from aqueous solution by
polyacrylamide as an adsorbent: Isotherm and kinetic studies. Desalination 2011, 267, 256-260. [CrossRef]

@ © 2018 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.molliq.2017.01.013
http://dx.doi.org/10.1016/j.desal.2010.09.036
http://creativecommons.org/
http://creativecommons.org/licenses/by/4.0/.

	Introduction 
	Results and Discussions 
	Structure and Characteristics of C/APT Composite 
	Decoloring Efficiency 
	Cyclic Regeneration of C/APT Composites 
	Structure Characteristic of C/APT-Re Composite 
	Adsorption Efficiency for Dyes 


	Materials and Methods 
	Materials 
	Preparation of C/APT Adsorbent from St and APT 
	Regeneration of the Spent C/APT Composites 
	Decoloring Test of Crude Palm Oil and Evaluation of Decoloring Capacity 
	Batch Adsorption Experiments 
	Characterizations 

	Conclusions 
	References

