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activity for the degradation of chloro-phenol
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A B S T R A C T

Mesoporous-titania (TiO2) photocatalysts have been synthesized using polyethylene glycol (PEG) as a

template in dilute acetic acid aqueous solution by hydrothermal process. The effect of PEG molecular

weights and thermal treatment on the resultant structure and photocatalytic activity are investigated.

Structural and phase compositional properties of the resultant photocatalysts are characterized by

transmission electron microscopy, X-ray diffraction and nitrogen sorption analysis. When the molecular

weights of PEG vary from 600 to 20,000, the particle sizes of mesoporous structure decrease from 15.1 to

13.3 nm and mean pore sizes increase from 6.9 to 10.6 nm. The chemical reactions of the formation of

mesoporous-TiO2 during its synthesis have been proposed and discussed. The activities of mesoporous-

TiO2 photocatalysts are evaluated and compared with Degussa P-25 using chloro-phenol as a testing

compound. The reaction mechanism of photodegradation is also described on the basis of high

performance liquid chromatography.
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1. Introduction

Metal oxide functional materials, especially titanium dioxide
have been a hot topic of interest to researchers in many different
fields due to enormous potential applications of such materials as
membranes, solar energy conversion, chemical sensors and
catalysis [1–7]. Among these, mesoporous titanium dioxide is
of great interest because this class of materials possesses well-
defined porous sizes, porosity and large specific surface areas
[8,9]. When these are used as photocatalysts for degradation of
organics, these desirable properties are anticipated to improve
the activity because the performances of such photocatalysts rely
on these attributes [3,4,8,9]. During the past two decades, many
synthetic methods have been proposed to obtain mesoporous
titanium dioxide including sol–gel, template assisted, hydro-
thermal, solvothermal, ultrasound-induced, ion liquid and
evaporation-induced self-assembly [10–16]. Among these meth-
ods, the sol–gel is probably the simplest method but formation of
aggregated nanoparticles during the precipitation and post-
calcination processes often leads to poorly defined mesoporous
structures [17]. In order to obtain well-defined mesoporous
structures and better control on porous size and porosity of the
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resultant material, various structural directing reagents have
been introduced to sol–gel processes. Among all the used
surfactants, polyethylene glycol (PEG) is a nondegradable and
hydrophilic polymer that can be crosslinked into hydrogels
through various chemistry methods. PEG-based hydrogels were
developed by introducing terminal acrylate functional groups
which could take part in photopolymerization reactions [18,19].
PEG has been frequently used as a structure-directing reagent to
obtain nanoporous SiO2 [8,20,21], aluminosilicate [22,23]
and other composite materials [15]. However, only a limited
number of investigations have been reported to produce
mesoporous-TiO2 by employing PEG as the structural directing
reagent [9,24–26].

In the traditional sol–gel method for TiO2 preparation, it is often
difficult to control the rate of hydrolysis because titanium
precursors are highly reactive towards water. As a result, the
physicochemical properties of TiO2 have been practically uncon-
trollable. Several attempts have been made to solve this problem.
In practice, strong acids (i.e. HCl and HNO3) and complex reagents
(i.e. acetylacetone, oxalate and citrate) are commonly employed to
reduce the rapidity of the hydrolysis process [27,28]. When a
strong acid is employed, the pH of the reaction solution changes
rapidly with time which may lead to formation of less porous and
larger particle-sized TiO2 [29]. Weak acid such as acetic acid (HAc)
has been used to replace strong acids because it control the
hydrolysis process of titanium sources due to the chelating effect of
acetic anions and formation of pH buffer [12,25]. In this
preparation method, it is possible to control the physical properties
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of the resulting materials including surface area, particle size and
pore structure by adjusting preparation variables.

Chlorinated phenols widely used as pesticides, herbicides and
wood preservatives, are among the top priority pollutants and
found in aqueous ecosystems as byproducts of chlorinated water.
Moreover, chlorinated phenols are chemical precursors of the
more toxic polychlorinated dibenzo-p-dioxins [30]. Due to this,
chloro-phenol was employed as an environmentally relevant
model pollutant. The chloro-phenol was degraded in an illuminat-
ed suspension of TiO2 according to the following stoichiometry:

2C6H4OHClþ 13O2 �!
TiO2=hn

2HClþ 12CO2 þ 4H2O

In this work, we report the preparation of mesoporous-TiO2 by
employing PEG with different molecular weights and acetic acid, as
the structural directing reagent and hydrolytic retardants,
respectively. The procedure involves a post-hydrothermal treat-
ment to improve the quality of the resultant mesoporous-TiO2. The
effects of molecular weight of PEG, hydrothermal treatment and
calcination temperatures are studied in comparison to control the
physical properties of the resulting materials including surface
area, particle size and pore structure (structural characteristics) of
the resultant mesoporous-TiO2. The mechanism of chemical
reactions involved in the synthesis of mesoporous-TiO2 and
degradation of chloro-phenol has also been proposed.

2. Experimental

2.1. Materials

Tetrabutyl titanate (TBT) Ti(OBu)4, PEG with different molecu-
lar weights, absolute ethanol and acetic acid (HAc) were analytical
grade. All the above chemicals were purchased from Shanghai
Sinopharm Chemical Reagent Co., Ltd., China. Deionized and
doubly distilled water was used throughout the experiment.

2.2. Catalyst preparation

Mesoporous-TiO2 was prepared using the hydrothermal-
assisted sol–gel method. In a typical synthesis procedure 5.0 g
of TBT was added drop-by-drop to 30 mL of acetic acid aqueous
solution (20%, v/v) under vigorous stirring. The mixed solution was
sealed and stirring was continued for 4 h to obtain solution A. In a
separate beaker, 3.0 g of PEG with the molecular weight of 600
(designated as PEG 600) was dissolved in 20 mL ethanol under
vigorous stirring to obtain solution B. Solution B was then added
drop-by-drop to solution A. The final mixed solution was sealed
and stirred for 24 h at room temperature. The resultant solution
was then transferred into a Teflon sealed container for hydrother-
mal treatment under a constant temperature of 140 8C for 48 h. The
precipitations were then collected and dried overnight in air at
80 8C. The as-prepared sample was then subjected to a thermal
treatment process at 450 8C for 4 h. To examine the effect of
calcination temperature, the as-prepared sample was also calcined
at different temperatures. Furthermore, in order to evaluate the
effect of the molecular weight of PEGs, we replaced the PEG 600 by
2000, 10,000 and 20,000, respectively.

2.3. Characterization

The crystal phase composition and crystallinity of the obtained
mesoporous-TiO2 was determined by X-ray diffraction (XRD) with
Rigaku D/Max 2550 VB/PC apparatus (Cu Ka radiation,
l = 0.154056 nm) at room temperature operated at 40 kV and
100 mA. Diffraction patterns were recorded in the angular range of
20–808. The crystallite size was estimated by applying the Scherrer
equation to the full width at half-maximum (fwhm) of the (1 0 1)
peak of anatase. D = Kl/b cos u. Where b is the half-height width of
the diffraction peak of anatase, K = 0.89 is a coefficient, u is the
diffraction angle and l is the X-ray wavelength corresponding to
the Cu Ka irradiation. The morphology was studied using scanning
electron microscopy (SEM) (JEOL, JSM-6360LV) and transmission
electron microscopy (TEM, JEM-2011) with an accelerating voltage
of 200 kV. Nitrogen adsorption and desorption isotherms were
obtained at 77 K with a Micromeritics ASAP 2010 system. All the
samples were degassed at 473 K before the measurement. Fourier
transform infrared (FT-IR) spectra were carried out by employing a
Nicolet 740 FT-IR spectrometer equipped with a TGS detector and a
KBr beam splitter.

2.4. Measurements of photocatalytic activities

Chloro-phenol was chosen as a model pollutant to evaluate the
photocatalytic activities. The photocatalytic reactions were carried
out at 30 8C using a home-made reactor. A high-pressure Hg lamp
of 300 W having the strongest emission wavelength of 365 nm,
was used as a UV light source (the average light intensity was
about 1230 mW/cm2). It was mounted 10 cm away from the
reaction solution. During the reaction, a water-cooling system
cooled the water-jacketed photochemical reactor to maintain the
solution at room temperature. The photocatalyst (1.5 g L�1) was
added into a 100 mL quartz photoreactor containing 50 mL of a
50 mg L�1 aqueous solution of chloro-phenol. The mixture was
sonicated for 20 min and stirred for 30 min in the dark in order to
reach the adsorption–desorption equilibrium. Under UV irradia-
tion and vigorous stir, each reaction was lasted for 5 h. Preliminary
studies indicated a linear light absorbance verse chloro-phenol
concentration and that the decomposition of chloro-phenol in the
absence of photocatalyst or UV irradiation could be neglected.

To analyze the concentration of chloro-phenol and degradation
products, the suspension was first centrifuged and filtered through
0.22 mm Millipore membrane filters to remove the catalyst. The
membrane filters are made of mixed cellulose esters and had no
effect on chloro-phenol concentration. The concentrations of
chloro-phenol were measured with a UV–vis spectrophotometer
(Varian Cary 100) with UV absorbance in the range of 200–400 nm
and the UV lmax value of chloro-phenol is 280 nm corresponded to
the maximal adsorption of chloro-phenol. The concentrations of
chloro-phenol were calculated from the height of peak by using
calibration curve. The measurements were repeated for the
catalyst and the experimental error was found to be within �3%.

Chloro-phenol degradation intermediates were determined by
the HPLC series 1100 (Agilent) equipped with a reverse-phase C18
analytical column (Zorbax SB-C18, USA) of 150 mm � 2.1 mm and
3.5 mm particle diameter. Column temperature was maintained at
22 8C. The mobile phase used for eluting chloro-phenol from the
HPLC columns consisted of methanol and water (50:50, v/v) at a
flow-rate of 1.0 mL min�1.

3. Results and discussion

Mesoporous-TiO2 was synthesized by using PEG as template and
acetic acid a weak acid for the formation of smaller and uniform
titanium hydrate. Fine mesoporous-TiO2 particles during the
hydrolysis process were obtained due to the better control of the
hydrolysis process of titanium source, chelating effect of acetic
anions and formation of pH buffer [31,32]. The post-hydrothermal
treatment was performed to increase the crystallinity of mesopor-
ous-TiO2 [33]. Mesoporous-TiO2 materials were found to have a high
crystallinity with a nanocrystalline anatase structure. The addition
of PEG with higher molecular weight enlarged the mesopore size and
widened the mesopore size distribution of the material.
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Fig. 1. XRD patterns obtained from samples (a) without hydrothermal treatment

and (b) with hydrothermal treatment prepared by PEG 600 and calcined at 450 8C.

[(Fig._2)TD$FIG]

Fig. 2. XRD patterns of samples prepared with different molecular weights of PEG

calcined at 450 8C (a) PEG 600; (b) PEG 2000; (c) PEG 10,000; (d) PEG 20,000.
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3.1. X-ray diffraction spectroscopy

The wide angle XRD patterns of mesoporous-TiO2 prepared
with and without hydrothermal treatment are presented in Fig. 1.
The samples exhibit characteristic anatase peaks which can be
indexed to 25.3 (1 0 1), 37.2 (0 0 4), 48.9 (2 0 0), 54.0 (1 0 5), 55.3
(2 1 1), 62.4 (2 0 4) and 68.7 (1 1 6) (JCPDS no. 21-1272) and
suggest that anatase is the highly crystalline phase [5,34]. The
mean crystal sizes of the resultant mesoporous-TiO2 were
calculated from the broadening of the (1 0 1) XRD peak of anatase
phase according to the Scherrer formula [35]. The mean crystal
sizes of 15.0 and 16.4 nm were obtained from samples with and
without hydrothermal treatment, respectively.

The effect of molecular weights of PEG on the mean crystalline
size of the hydrothermally treated samples was investigated as
shown in Fig. 2. These samples were calcined at 450 8C for 4 h. It was
found that the mean crystalline sizes decreased from 15.0 to 13.3 nm
when the molecular weight increased from 600 to 20,000 (see
Table 1). These results are in agreement with the report [5]. The wide
angle XRD patterns of hydrothermally treated mesoporous-TiO2

calcined at different temperatures were recorded and given in Fig. 3.
The anatase was found to be the only crystalline phase present in all
samples regardless of the treatment temperature up to 600 8C. As
expected, an increase in the treatment temperature resulted in an
increase in the crystallinity. The mean crystalline sizes calculated
from the XRD patterns were found to be increased from 9.8 to 36 nm
with the temperature treatment up to 600 8C.

3.2. N2 adsorption–desorption

Fig. 4 shows the N2 sorption isotherms of mesoporous-TiO2

samples prepared with different PEG molecular weights. All
isotherms reveal Type IV curve with a small H2 hysteresis loop
which are characteristics of mesoporous structure [36]. A sharp
Table 1
Structural parameters of mesoporous-TiO2 prepared with PEG of different molecular w

Samples Phase of formation Particle size (nm)a

PEG 600 A 15.1

PEG 2000 A 14.2

PEG 10,000 A 13.9

PEG 20,000 A 13.3

a Calculated by the Scherrer equation.
b BET surface area calculated from the linear part of the BET plot.
c Estimated using the desorption branch of the isotherm.
d Estimated by BJH method.
increase in the amount of adsorbed N2 was recorded with samples
prepared by different PEG molecular weights from 600 to 20,000.
The effect of PEG molecular weight on the pore size distribution
was also investigated (the inset Fig. 4). It was found that an
increase in the PEG molecular weight leads to a stepwise increase
in the pore size distribution. For the PEG molecular weights of 600–
20,000, the observed pore size distribution was ranged from 6.9 to
10.6 nm. Interestingly, this stepwise increasing trend caused by
the PEG molecular size was also observed for the pore volume
(Table 1).

3.3. Scanning electron microscopy

The effect of PEG addition on surface microstructure of
mesoporous-TiO2 was investigated by scanning electron micros-
copy. Fig. 5a shows the SEM image of the mesoporous-TiO2

prepared by using PEG 600 which consists of irregular shaped
primary particles. It is observed that sample has granular texture
with uniform pores at the surface as shown in Fig. 5b. It is therefore
concluded that the sample prepared by addition of PEG is porous in
nature.

3.4. Transmission electron microscopy

The TEM image of mesoporous-TiO2 sample calcined at 450 8C
for 4 h is shown in Fig. 6. The TEM image of the particles reveals the
mesostructure without long range order in titania particles. The
entire matrix between the mesopores is composed of anatase
crystalline nanodomains of about 14–15 nm in size. This corre-
sponds well with the domain size (ca. 15 nm) obtained from XRD.
Fig. 6b is a local enlarged TEM image of Fig. 6a. The presence of
clearly resolved lattice fringes demonstrates that the framework of
eights.

SBET (m2/g)b Pore size (nm)c Pore volume (cm3 g�1)d

71 6.87 0.18

90 7.20 0.21

95 7.61 0.23

106 10.6 0.29
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Fig. 3. XRD patterns of samples prepared by PEG 600 at different calcination

temperatures (a) 450 8C; (b) 500 8C; (c) 600 8C.

[(Fig._5)TD$FIG]

Fig. 5. Mesoporous-TiO2 prepared by PEG 600 calcined at 450 8C (a) SEM image and

(b) FESEM.
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the mesopores is composed of anatase nanocrystals. Thus HRTEM
and XRD indicate the presence of mesopore network with a highly
crystalline matrix between the mesopores. The corresponding
well-defined selected-area electron diffraction (SAED) pattern of
the aggregates of TiO2 nanoparticles in Fig. 6c is indicative of high
nanocrystallinity of the product and can be assigned to the anatase
phase of TiO2 [37].

3.5. Chemical reactions mechanism for the formation of porous

structure

The chemical behavior of the titanium alkoxides precursor
solution containing organic polymer such as PEG is very complex.
Such reactions produce polycondensates whose chemical compo-
sitions are the function of their physical size and polymeric
morphology. This situation arises from the fact that, during the
hydrolytic condensation, an inorganic–organic network is formed
by a chain of hydrolysis and polymerization reactions.

The reaction mechanism is proposed for the synthesis of
mesoporous titania. During the first step of preparation method,
Ti(OBu)4 is added in acetic acid solution to make a solution A.
Acetic acid forms complex with Ti(OBu)4 according to the Eq. (1) in[(Fig._4)TD$FIG]
Fig. 4. N2 adsorption–desorption isotherms and pore size distribution of

mesoporous-TiO2 samples with different molecular weights of PEG calcined at

450 8C (a) PEG 600; (b) PEG 2000; (c) PEG 10,000; (d) PEG 20,000.
Scheme 1. Furthermore, in the second step of preparation, the
solution B (the ethanolic solution of PEG) was added in solution A.
Fig. 7 shows the FT-IR of sol after mixing the solution A and
solution B. The presence of strong absorption peaks due to the
esterification of carboxylic acid in the spectral region of 1115, 1240
and 1733 cm�1 demonstrates the above interactions in the
titanium sol [38]. In the FT-IR spectrum, the absence of –COOH
vibration band at 1700 cm�1 and the appearance of Ti–O–Ti at
1549 cm�1 proves that HAc has complexed with Ti(OBu)4

according to Eq. (1). Then the hydrolysis and polycondensation
reactions of Ti(OBu)4 precursor occurred, the process can be
written as below in Eqs. (2) and (3) of Scheme 1.

During reaction it implies that some polycondensations have
occurred between PEG and the complex products, generating
C4H9OH as shown in Eq. (4) of Scheme 1. PEG in the obtained
inorganic–organic network configuration plays a role as the
structure-directing agent leading to the original morphology for
porosity of TiO2 [39,40].

3.6. Photocatalytic degradation of chloro-phenol

The efficiency of catalysts was evaluated by using chloro-
phenol as a model pollutant. No detectable degradation of chloro-
phenol was observed without catalyst. The photocatalytic activity
of mesoporous-TiO2 nanoparticles prepared with different molec-
ular weight PEG and Degussa P-25 was compared. The adsorption
and removal efficiencies of chloro-phenol are displayed in Fig. 8(a)
and (b). Fig. 8 shows the adsorption and degradation efficiencies of
chloro-phenol increased with increasing PEG molecular weight.
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Fig. 6. Mesoporous-TiO2 prepared by PEG 600 calcined at 450 8C (a) TEM image; (b) HRTEM; (c) SAED.
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These photocatalysts exhibited far superior photocatalytic activity
as compared to Degussa P-25. As the molecular weight of PEG
increases the adsorption and degradation efficiencies of chloro-
phenol also increase. When PEG molecular weight was increased
from 600 to 20,000, the degradation efficiencies were increased
from 85 to 95%. The increase in the adsorption and photocatalytic
efficiencies is attributed to the decreased crystalline size of
synthesized mesoporous-TiO2 and the increased mesoporous

[(Scheme_1)TD$FIG]

Scheme 1. Chemical mechanism for the format
parameters such as the mean pore size, BET surface area and
the pore volume (Table 1). The variations of the mesoporous
structure parameters and the photocatalytic activity of synthe-
sized mesoporous-TiO2 may reflect some changes in configuration
of ethylene chain in the PEG matrix in accordance with the
molecular weight of PEG [5]. When the molecular weight of PEG
exceeds 400, the PEG chain may be twisted and the PEG segments
can form crown-ether-type complexes with inorganic ions through
ion of porous structure (R represent C4H9).
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Fig. 7. FT-IR of sol after mixing the solution A (TBT + HAc) and solution B (ethanolic

solution of PEG) for 2 h.

[(Fig._9)TD$FIG]

Fig. 9. Degradation of mesoporous-TiO2 prepared by PEG 600 at different

calcination temperatures [chloro-phenol]o = 50 mg L�1.
[(Fig._10)TD$FIG]

Fig. 10. Time dependent graph with initial concentration of chloro-phenol.
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weak coordination interactions [3,15]. During the aging process,
PEG molecules lose their bonding water which produce free PEG
molecules available to form tightly ‘‘particles-PEG’’ complexes [3].
Thus a larger PEG molecule would result in a smaller crystalline
size and larger mean porous size, BET areas and total volume which
in turn would lead to enhanced adsorption and degradation
efficiencies [41]. Fig. 9 shows the degradation profiles of chloro-
phenol obtained from mesoporous-TiO2 prepared at different
thermal treatment temperatures. It is found that the chloro-phenol
degradation efficiency increases as the sample calcination
temperatures increase from 450 to 500 8C and then sharply
decreases with further increase in calcination temperature to
600 8C.

A study of the effect of initial chloro-phenol concentration
allowed us to define the optimal concentration field for photo-
catalytic degradation practice. Fig. 10 shows the decrease of
chloro-phenol concentration as a function of time for the
experiments conducted at different initial concentrations of
chloro-phenol. From the plot, it was observed that the degradation
rate increased with increase in concentration of chloro-phenol up
to 50 mg L�1 and then decreased. 10 and 25 mg L�1 of chloro-
phenol were degraded 100% in 2 and 3 h, respectively. 50 and
100 mg L�1 were degraded 87 and 58% in 5 h, respectively. A
plausible explanation of this behavior is that more and more
organic substances are adsorbed on the surface of TiO2 as the initial
concentration increases, but the intensity of light and illumination
time remains constant. Consequently, the OH� formed on the
[(Fig._8)TD$FIG]
Fig. 8. Degradation and adsorption profile of mesoporous-TiO2 calcined at 450
surface of TiO2 remain constant but the relative number of OH�

attacking the chloro-phenol decreases, thus the photodegradation
efficiency also decreases [42].

3.7. Mechanism of photodegradation

The photocatalytic oxidation of chloro-phenol involves compli-
cated multistage processes. It has been demonstrated that the
8C with PEG of different molecular weights [chloro-phenol]o = 50 mg L�1.
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Scheme 2. The mechanism of chloro-phenol degradation (a) chloro-phenol; (b) dihydroxy-benzene; (c) hydroxy-hydroquinone.
[(Fig._11)TD$FIG]

Fig. 11. HPLC of degradation of chloro-phenol by mesoporous-TiO2 prepared using

PEG 600 [chloro-phenol]o = 25 mg L�1.
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photocatalytic process with TiO2 is energetically favorable for the
decomposition of phenolic compounds. Two types of oxidizing
species hydroxyl radicals and positive holes are involved in the
transformation of aromatic compounds in oxygenated aqueous
TiO2 suspensions [43].

In most of the proposed mechanisms of TiO2-mediated
photocatalytic degradations of organic pollutants, the highly
oxidizing (surface-bound) hydroxyl radicals which originate from
the oxidation of chemisorbed –OH or H2O by photo-generated
valence band holes, are the main oxidative species responsible for
the degradation [42]. The strongest evidence for the OH� radical
attack mechanism is formation of hydroxylated intermediates
through addition of hydroxyl groups to aromatic rings during
degradation process. The direct hole-organic reactions generate
cation radicals which may be subsequently hydrated to generate
hydroxylated products [44].

Various aromatic intermediate products are formed in the
initial stage. These intermediate products then undergo further
photocatalytic oxidation and finally degrade to CO2 and H2O.
Scheme 2 shows the detected intermediates of chloro-phenol
degradation by HPLC data. By comparison of retention time (RT)
with the standard components, chloro-phenol (peak a with RT
6.7 min), hydroxy-hydroquinone (peak b with RT 3.3 min) and
dihydroxy-benzene (peak c with RT 3.0 min) are the main
intermediates identified. Because no other intermediates (e.g.
aliphatic acids) are observed. It appears that the above mentioned
intermediates further degrade to more polar compounds and
eventually degrade to CO2 [45–47]. Further degradation of the
intermediates is likely via several reaction pathways that are
simultaneously operative. An HPLC graph shown in Fig. 11
illustrates the removal of intermediates and chloro-phenol
concentrations with the irradiation time. The photodegradation
pathway proposed in Scheme 2 is consistent with the results of
other research groups with anatase TiO2 nanoparticles as catalyst
[46,47].

4. Conclusions

The mesoporous-TiO2 was successfully synthesized using PEG
as template and acetic acid as hydrolytic retardant. It was observed
that PEG was highly suitable template and allowed the preparation
of mesoporous anatase with high crystallinity. The effect of PEG
molecular weights was studied on the catalyst structural
parameters and photocatalytic activities. As the molecular weight
of PEG increased, the crystallinity, surface area, pore size and pore
volume were also increased. The mechanism of the reaction during
formation of mesoporous-TiO2 was also proposed on the basis of
FT-IR data. It was found that mesoporous-TiO2 could be synthe-
sized with good crystallinity using PEG as a template, Ti(OBu)4 as a
precursor and acetic acid as hydrolytic agent. The porous structure
of TiO2 was found to depend on the synthesis conditions. When
mesoporous-TiO2 samples were employed as photocatalyst for
chloro-phenol degradation, degradation efficiencies increased
with PEG molecular weights. The remarkably high catalytic
activity of the mesoporous-TiO2 was derived from its high
crystallinity and mesostructure as compared to Degussa P-25.
The mechanism for chloro-phenol degradation was also proposed
on the basis of HPLC data.
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