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Abstract−Unsupported MoS2 particles, which were produced in the preparation of MoS2/Al2O3 using a sonochemi-
cal method, were successfully separated from the prepared sample catalyst by adding oleylamine as an agent for dis-
persing the unsupported particles. The fraction of the unsupported MoS2, which was estimated based on Mo balance,
varied between 0.03 and 0.4, independent of the Mo loading levels investigated (6-54 wt% of Mo). The activity of the
unsupported MoS2 for the hydrodesulfurization of dibenzothiophene was nearly the same as that of the Al2O3-supported
MoS2, indicating that the activity of the prepared catalyst was not affected by the presence of the unsupported MoS2

particles.
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INTRODUCTION

The development of active catalysts for deep hydrodesulfuriza-
tion (HDS) has become of great importance in recent years due to
the reinforcement of environmental regulations that limit sulfur lev-
els in oil fractions. One of the strategies to improve the activity of
HDS catalysts is to increase the Mo content, while maintaining the
high dispersion of catalytically active MoS2 species. A conventional
method for the preparation of MoS2/Al2O3 catalysts is to impreg-
nate Al2O3 with an aqueous solution of molybdenum precursor, e.g.,
ammonium heptamolybdate. However, this method has a drawback
of producing catalysts of limited dispersion because MoS2 particles
easily agglomerate at high Mo loading [1,2]. Alternatively, a sono-
chemical method allows the synthesis of nanostructured MoS2 par-
ticles, which results in an increased dispersion of MoS2 species. Our
previous studies reported that the activity of MoS2/Al2O3 catalyst,
prepared using a sonochemical method, was remarkably improved
as compared with that of impregnated one, and that the activity en-
hancement was attributed to an increase in the dispersion of MoS2

[3-5]. The activity of the sonochemically prepared catalyst was fur-
ther enhanced by promotion with Co or Ni using an impregnation
or a chemical vapor deposition (CVD) method [6-8].

The sonochemistry in a solution is the result of acoustic cavita-
tion, which consists of three steps. By irradiating a high-intensity ul-
trasound, small bubbles are created and grow in the solution by re-
peated expansion and compression. Eventually, the bubbles explode
and collapse. Local hot spots, which have extremely high temperature
(~5,000 K), pressure (~2,000 atm), and rapid cooling rate (~1010 K/
s), are created in the collapsing bubbles. These conditions provide
an energy that is high enough to initiate the decomposition of orga-
nometallic compounds such that the nano-structured materials can
be finally synthesized [9-11].

During the preparation of MoS2/Al2O3 using the sonochemical

method, MoS2 nano-particles that are produced in the pore struc-
tures of Al2O3 can be easily deposited on the Al2O3 surface. How-
ever, the MoS2 particles can also be produced at positions far from
the Al2O3, in which case the particles are hardly deposited on Al2O3.
Accordingly, fractional amounts of produced MoS2 can be unsup-
ported. The presence of the unsupported MoS2 can lead to the mis-
interpretation of the performance and the characteristics of prepared
MoS2/Al2O3 sample catalysts.

One of the objectives of the present work was to measure the
amounts of unsupported MoS2 particles produced in the prepara-
tion of MoS2/Al2O3 catalysts by using the sonochemical method.
We attempted to find experimental conditions that allowed the sepa-
ration of the unsupported MoS2 from the prepared sample catalyst.
Fractional amounts of the unsupported MoS2 were measured for
the sample catalysts prepared under different conditions. The main
factor responsible for the fractional amounts was investigated for
samples of different Mo content, which were analyzed by inductively
coupled plasma-atomic emission spectroscopy (ICP-AES). We also
compared the performance of both the supported and the unsup-
ported MoS2 in the HDS of dibenzothiophene (DBT) to study the
effect of the unsupported MoS2 on the apparent activity of the pre-
pared sample catalyst.

EXPERIMENTAL

1. Catalyst Preparation
Typical procedures for the preparation of MoS2/Al2O3 using a

sonochemical method have been described previously [3-8]. A slurry
of molybdenum hexacarbonyl (Mo(CO)6) and elemental sulfur (S8) in
a mixed solvent containing 65 ml of hexadecane and 5 ml of mesi-
tylene was vigorously stirred in a flowing Ar atmosphere at 333 K
for 1 h to dissolve Mo(CO)6 and S8 in the solution. Al2O3 (CON-
DEA, 206 m2/g surface area and 0.46 cm3/g pore volume) was added
to the solution, which was subsequently purged with Ar at 333 K
for 30 min. The slurry solution was irradiated with a high-intensity
ultrasound (Sonics & Materials, model VCX-600, 1 cm diameter
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Ti horn, 20 kHz, 100 W/cm2) in Ar atmosphere at 333 K for 1.5 h.
The prepared MoS2/Al2O3 powder was washed with excess amounts
of n-hexane, prior to being used for the separation of the unsup-
ported MoS2 as described in the subsequent section.

To adjust the Mo content of the catalyst, different amounts of
Mo(CO)6 and Al2O3 were added to the slurry solution. The amount of
added Mo(CO)6 was varied from 0.264 g (1 mmol Mo) to 1.32 g
(5 mmol Mo), and that of Al2O3 from 0.1 g to 1.0 g. The amount
of added sulfur was adjusted such that the atomic ratio of S/Mo was
equal to 2. As a result, the Mo content in the prepared catalysts was
in the range of 6-54 wt%.

Unsupported MoS2 catalysts were also prepared by the same meth-
od for comparison. Conditions were the same as for the preparation
of MoS2/Al2O3 except that Al2O3 was not included in the reaction
solution.
2. Separation of Unsupported MoS2

Unsupported MoS2 particles, which were included in the MoS2/
Al2O3 catalysts prepared by the sonochemical method, were sepa-
rated from the prepared sample by adding oleylamine (C18H37N) to
the solution containing the prepared catalysts. 0.65 g of oleylamine
was added to the slurry containing 0.2 g of MoS2/Al2O3 and 200 ml
of n-hexane, followed by agitation in an ultrasonic bath (40 kHz,
1 W/cm2) for 1 h. The slurry solution, which contained unsupported
MoS2 particles, was filtered using filter paper of 20µm pores. The
unsupported MoS2, which was dispersed in the solution due to added
oleylamine and therefore passed through the filter paper, could be
separated from the supported catalysts, which were in the size range
of 150-180µm. The powders remaining on the filter paper, i.e., Al2O3-
supported catalysts, were recovered after washing with n-hexane.

For comparison, the prepared MoS2/Al2O3 sample catalyst was
also recovered without separating the unsupported MoS2, followed by
filtration and washing with n-hexane in the absence of oleylamine.

Both catalysts were calcined in air at 773 K for 6 h prior to meas-
uring their Mo content. Fig. 1 shows a schematic diagram for the
separation of the unsupported MoS2 by oleylamine addition.
3. Characterizations

Thermogravimetric analysis (TGA) was performed with the MoS2/
Al2O3 sample, from which the unsupported MoS2 was removed by
oleylamine addition, to determine the proper condition for the calci-
nation of the catalyst. The temperature of a sample holder contain-

ing 0.03 g of the sample was raised from room temperature to 973
K at a ramping rate of 5 K/min, while air was flowed through the
sample holder at a rate of 30 sccm. The weight change of the catalyst
was monitored.

The Mo and S contents of the calcined catalysts were measured
by ICP-AES, and the contents of carbon, nitrogen and hydrogen
were measured by elemental analysis (EA). Based on the Mo con-
tent of the calcined catalysts, the fractions of the unsupported MoS2

in the prepared sample catalysts were calculated from the following
equation.

Fraction of the unsupported MoS2

=1−(Mo content of the catalyst after the separation
=1−of the unsupported MoS2)
=1− /(Mo content of the prepared catalyst) (1)

4. Evaluation of the HDS Activity
The activity of the catalyst for the HDS of DBT was examined

by the same method as reported previously [3-8]. The reaction was
carried out in a 100 cm3 autoclave reactor at 573 K and an H2 pres-
sure of 4.0 MPa of H2 pressure for 2 h. The temperature of the reac-
tor, which contained 0.1 g catalyst, 0.03 g DBT and 30 ml n-penta-
decane, was raised from room temperature to 573 K at a rate of 5 K/
min and then from 573 K to 593 K at a rate of 2 K/min under an
H2 pressure of 0.6 MPa. At 593 K, 4.0 MPa H2 was introduced into
the reactor and the reaction started as the solution was vigorously
stirred. Samples of the liquid product were obtained through a 1/16-
inch stainless-steel tube every 30 minutes after starting the reaction,
and the composition of the sample was analyzed by gas chromatogra-
phy (GC) using a silicone capillary column (HP1; 0.53 mm in diame-
ter and 30 m long) equipped with a flame-ionization detector (FID).

RESULTS AND DISCUSSIONS

1. Separation of the Unsupported MoS2

We used various surfactants in order to disperse and selectively
remove the unsupported MoS2 from the sonochemically prepared
catalysts. For example, oleylamine [12,13] and oleic acid [14,15],
known surfactants for producing nanoparticles and dispersing agglo-
merates toward small particles, were added to the slurry solution
containing the sonochemically prepared supported and unsupported
MoS2 or pure Al2O3 in n-hexane solvent, and the solution was sub-
sequently agitated in an ultrasonic bath for 1 h. By adding oley-
lamine, agglomerates of the unsupported MoS2, which were initially
located at the bottom of the container due to their specific density
larger than that of n-hexane, were disintegrated into smaller parti-
cles and suspended in the solution. On the other hand, no change
was observed by adding oleic acid to the solution. In the case of
the solution containing Al2O3, the addition of both surfactants did not
make any change in the solution. The above results indicated that
the unsupported MoS2 could be dispersed by the addition of oley-
lamine, which was finally decided as a dispersing agent in this study.

The pore size of the filter paper was another important parame-
ter for the separation of unsupported MoS2 particles, which were
supposed to be removed from the catalyst by filtration. Two kinds
of filter paper, the pore sizes of which were 0.2 and 20µm, respec-
tively, were tested for the above purpose. The unsupported MoS2

that was dispersed in the solution by the addition of oleylamine suc-
Fig. 1. Schematic diagram for the separation of the unsupported

MoS2.
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cessfully passed through the 20µm-size paper but not through the
0.2µm-size paper. On the other hand, none of the unsupported MoS2

passed through either of the two kinds of filter paper when oley-
lamine was not added. Al2O3, the size of which was larger than 150
µm, did not pass through neither of the paper independent of the
oleylamine addition. Based on the above results, the 20µm-size paper
was finally selected for the filtration.
2. Determination of Calcination Condition

The sonochemically prepared MoS2/Al2O3 contained a small a-
mount of carbon, which originated from the decomposition of al-
kane solvent and/or carbon monoxide from the Mo precursor, in
the form of molybdenum carbides [11]. The catalyst also included
sulfur in excess of the amount required for producing MoS2 spe-
cies because additional amounts of sulfur were chemisorbed at the
vacancy sites of the MoS2 edges [16]. The catalyst obtained after
oleylamine addition was found to have more carbon, nitrogen and
hydrogen than without oleylamine addition, obviously due to the
deposition of oleylamine on the catalyst surface. Therefore, the Mo
content of the sample catalysts obtained after adding oleylamine
was measured after the calcination of the sample in air to completely
remove carbon, sulfur, nitrogen, and hydrogen from the sample.

Fig.2 shows changes in the weight of the supported catalyst, which
was separated from the prepared sample by adding oleylamine, dur-
ing the TGA experiment. The sample weight slightly decreased at
temperatures below 473 K due to the removal of water, and then
sharply decreased until the temperature increased up to 773 K, be-
yond which the weight loss was negligible. The sample finally lost
29 wt% of the initial weight, which was close to the summed amount
of carbon, sulfur, nitrogen, and hydrogen in the initial sample, 30
wt%, as analyzed by EA. This result indicated that the four ele-
ments could be completely removed from the catalyst without losing
the Mo content by calcination in air. Accordingly, the calcination
of the catalysts was performed in air at 773 K for 6 h.
3. Uncertainties Involved in the Separation Process

The first task in this study was to confirm the reproducibility of
the separation process. Accordingly, we investigated errors involved
in the estimated fractional amounts of the unsupported MoS2 ob-
tained in the repeated separation processes under the identical con-
dition. A MoS2/Al2O3 sample catalyst, which was obtained from a

single batch preparation, was divided into three smaller samples.
Sample I was obtained without the addition of oleylamine, and sam-
ples II and III were obtained after removing the unsupported MoS2

under the identical condition. Fig. 3 shows the Mo content and the
fraction of unsupported MoS2 for the three samples. The Mo con-
tent of sample I was 50.1 wt% (Fig. 3(a)), whereas that of samples
II and III was 34.1 and 30.1 wt%, respectively (Fig. 3(b) and 3(d)).
Accordingly, it is apparent that fractional amounts of MoS2, about
16-20 wt%, were produced as the unsupported species in the sono-
chemical preparation of MoS2/Al2O3. However, it is also notewor-
thy that samples II and III showed different Mo content, although
the separation procedure was carried out under the identical condi-
tion. As the difference in the Mo content was 4 wt%, the fraction
of the unsupported MoS2, defined by equation 1, was 0.32 and 0.40
for samples II and III, respectively. Considering that errors involved
in the estimation of the Mo content by ICP-AES were ca. ±1 wt%,
the above results indicated that errors in the estimated fractions of
the unsupported MoS2, obtained by the separation process of this
study, were ca. ±0.08.
4. Uncertainties Involved in the Catalyst Preparation Process

Fig. 4 shows the Mo content and the fraction of the unsupported

Fig. 2. Thermogravimetric analysis (TGA) of the catalyst obtained
after the separation of the unsupported MoS2.

Fig. 3. Mo content and fraction of the unsupported MoS2 for the
prepared sample catalyst (a) and the catalysts obtained after
the separation of the unsupported MoS2 ((b), (c), (d), (e)).

Fig. 4. Mo content of the prepared sample catalysts (■ ) and the
catalysts obtained after the separation of the unsupported
MoS2 (□), and fractions of the unsupported MoS2 (●).
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MoS2 for four MoS2/Al2O3 sample catalysts, which were prepared
in four different batches but under the identical condition. The Mo
content of the prepared sample catalysts, prior to the separation of
the unsupported MoS2, was in the range of 27 to 32 wt%, indicating
that the catalyst preparation process was subject to certain extents
of errors in their Mo content, about 5 wt% in this case.

Suslick [9] reported that the first step in the sonochemistry of
the volatile metal carbonyls, e.g., Mo(CO)6, was unimolecular dis-
sociation to remove carbonyl ligands. The intermediate, Mo(CO)x

(x=1-6), could react with sulfur atoms to produce MoS2 particles
as well as with other intermediates. Accordingly, the Mo content of
the prepared sample catalysts could be affected by numerous reac-
tions that proceeded in the sonochemical preparation step.

However, additional experiments in this laboratory indicated that
the Mo content of the prepared catalysts increased with an increase
in the amount of added Mo precursor. For example, the Mo con-
tent increased from 7 to 21 wt% with an increase in the added amount
of the Mo precursor from 1 to 5 mmol while the amount of Al2O3

was fixed at 1.0 g.
The samples obtained after the separation of the unsupported MoS2

showed the Mo content in the range of 24-29%. Large deviations
were observed in the amount of the unsupported MoS2 among four
samples. For instance, the amount was the largest, 8 wt%, for sam-
ple II but was a negative value for sample IV, suggesting that the
latter sample contained a negligible amount of the unsupported MoS2.
As a result of the above large deviations, the fractions of the un-
supported MoS2 also varied in a wide range, from 0 to 0.26. Con-
sequently, it can be concluded that the amount of the unsupported
MoS2 was subject to significant errors even when the catalyst was
prepared under the identical condition. As mentioned in the intro-
duction section, the unsupported MoS2 could be produced when
local hot spots, at which the sonochemical reaction proceeded, were
not located near Al2O3 powder. The agglomeration of MoS2 parti-
cles could be another reason for producing the unsupported species
because the agglomerates with the size larger than that of the pore
mouth of Al2O3 were prevented from penetration into the internal
pores of the support. The large deviations in the fraction of the un-
supported MoS2 among the above samples were attributed to the

complicated mechanism of MoS2 formation in the catalyst prepa-
ration step.
5. Effect of the Catalyst Preparation Condition on the Frac-
tion of the Unsupported MoS2

The fractions of the unsupported MoS2 in the catalysts prepared
under different conditions are plotted in Fig. 5 versus the Mo con-
tent of the prepared catalysts. A specific correlation between the
fraction of the unsupported MoS2 and the Mo content was not ob-
served. However, the data remained in a range of less than 0.4 ir-
respective of the Mo content that varied between 6 and 54 wt%.
Accordingly, it can be concluded that the fractions of the unsup-
ported MoS2 were determined by the process parameters other than
the Mo content of the prepared catalysts. The above results dem-
onstrate that the sonochemical synthesis is a complicated process
affected by numerous parameters, requiring further investigation
based on systematic diagnoses.
6. Activity of the Unsupported MoS2

The activity of the unsupported MoS2 for the HDS of DBT was
compared with that of the Al2O3-supported MoS2. Both catalysts
exhibited nearly the same activity, as shown in Table 1, indicating
that the produced MoS2 particles had similar surface characteristics
regardless of whether they were supported or not. Unsupported MoS2

catalysts that were prepared by a conventional precipitation method,
followed by sulfidation at a typical temperature of 673 K, frequently
lost their initial activity due to the sintering of the MoS2 particles.
Contrary to the above case, the MoS2 particles prepared using a sono-
chemical method at 333 K, followed by thermal treatment at 473 K,
did not undergo sintering and consequently maintained a high initial
activity in the HDS process.

Previous studies reported that the activity of the sonochemically
prepared MoS2/Al2O3, which was supposed to contain a certain a-
mount of the unsupported MoS2, for the HDS of DBT and 4,6-di-
methyldibenzothiophene increased with an increase in the Mo load-
ing [3-5]. The above result was obtained because the activity of the
unsupported MoS2 was nearly the same as that of the supported MoS2,
as demonstrated in this study. However, it should be pointed out
here that the presence of the unsupported MoS2 in the prepared cat-
alyst would eventually reduce the activity due to the sintering of
the MoS2 during HDS for an extended period and also due to the
wash-out of the unsupported MoS2 particles in the trickled-bed op-
eration of the process. Therefore, efforts to minimize the amounts
of the unsupported MoS2 are still necessary in the preparation of
the catalyst using a sonochemical method.

CONCLUSIONS

Unsupported MoS2 particles produced in the sonochemical pre-
paration of MoS2/Al2O3 were successfully separated from the pre-
pared catalyst by using oleylamine as a dispersing agent, and the

Fig. 5. Fractions of the unsupported MoS2 in the catalysts prepared
under different conditions.

Table 1. DBT HDS of Al2O3-supported and unsupported MoS2 cat-
alysts

Mo content
(wt%)

Activity
(1/h-g Mo)

Al2O3-supported MoS2 30 0.97
Unsupported MoS2 40 1.03
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fractions of the unsupported MoS2 obtained under various condi-
tions of the catalyst preparation were measured together with the
activity of the MoS2 for the HDS of DBT. Based on the experimen-
tal results, the following conclusions can be made.

A relationship between the fraction of the unsupported MoS2 and
the Mo content of the prepared catalyst was not observed, but the
fractions were in the range of less than 0.4 irrespective of the Mo
content of the catalysts. The activity of the unsupported MoS2 was
nearly the same as that of the Al2O3-supported MoS2 in the HDS
of DBT. Accordingly, the performance of the sonochemically pre-
pared MoS2/Al2O3 catalyst was not affected by the presence of the
unsupported MoS2.

ACKNOWLEDGMENTS

This work was supported by Brain Korea 21 (BK 21) project,
National Research Laboratory (NRL) program, and the Center for
Ultramicrochemical Process Systems (CUPS).

REFERENCES

1. H. Topsøe, B. S. Clausen and F. E. Massoth, in Catalysis science
and technology, J. R. Anderson and M. Boudart Eds., Springer-Ver-
lag, Berlin (1996).

2. J. Bachelier, M. J. Tilliette, J. C. Duchet and D. Cornet, J. Catal.,
76, 300 (1982).

3. J. J. Lee, C. Kwak, Y. J. Yoon, T. Hyeon and S. H. Moon, Stud. Surf.
Sci. Catal., 130, 2777 (2000).

4. J. J. Lee, H. Kim and S. H. Moon, Appl. Catal. B, 41, 171 (2003).
5. H. Kim, J. J. Lee, J. H. Koh and S. H. Moon, Appl. Catal. B, 54, 33

(2004).
6. J. J. Lee, H. Kim, J. H. Koh, A. Jo and S. H. Moon, Appl. Catal. B,

58, 89 (2005).
7. J. J. Lee, H. Kim, J. H. Koh, A. Jo and S. H. Moon, Appl. Catal. B,

61, 274 (2005).
8. A. Cho, J. J. Lee, J. H. Koh, A. Wang and S. H. Moon, Green Chem.,

9, 620 (2007).
9. K. S. Suslick, Science, 247, 1439 (1990).

10. M. W. Grinstaff, A. A. Cichowlas, S.-B. Choe and K. S. Suslick,
Ultrasonics, 30, 168 (1992).

11. K. S. Suslick, T. Hyeon and M. Fang, Chem. Mater., 8, 2172 (1996).
12. A. H. Tian, J.-Y. Kim, J. Y. Shi, K. Kim and K. Lee, J. Power

Sources, 167, 302 (2007).
13. O. C. Wilson Jr., E. Blair, S. Kennedy, G. Rivera and P. Mehl, Mater.

Sci. Eng. C, 28, 438 (2008).
14. Y. Yan, H. Yang, F. Zhang, B. Tu and D. Zhao, Carbon, 45, 2209

(2007).
15. W. S. Chiu, S. Radiman, M. H. Abdullah, P. S. Khiew, N. M. Huang

and R. Abd-Shukor, Mater. Chem. Phys., 106, 231 (2007).
16. B. Scheffer, N. J. J. Dekker, P. J. Mangnus and J. A. Moulijn, J.

Catal., 121, 31 (1990).



<<
  /ASCII85EncodePages false
  /AllowTransparency false
  /AutoPositionEPSFiles true
  /AutoRotatePages /None
  /Binding /Left
  /CalGrayProfile (Gray Gamma 2.2)
  /CalRGBProfile (sRGB IEC61966-2.1)
  /CalCMYKProfile (U.S. Web Coated \050SWOP\051 v2)
  /sRGBProfile (sRGB IEC61966-2.1)
  /CannotEmbedFontPolicy /Error
  /CompatibilityLevel 1.3
  /CompressObjects /Off
  /CompressPages true
  /ConvertImagesToIndexed true
  /PassThroughJPEGImages false
  /CreateJDFFile false
  /CreateJobTicket false
  /DefaultRenderingIntent /Default
  /DetectBlends true
  /ColorConversionStrategy /LeaveColorUnchanged
  /DoThumbnails false
  /EmbedAllFonts true
  /EmbedJobOptions true
  /DSCReportingLevel 0
  /EmitDSCWarnings false
  /EndPage -1
  /ImageMemory 1048576
  /LockDistillerParams true
  /MaxSubsetPct 100
  /Optimize true
  /OPM 1
  /ParseDSCComments true
  /ParseDSCCommentsForDocInfo true
  /PreserveCopyPage true
  /PreserveEPSInfo true
  /PreserveHalftoneInfo false
  /PreserveOPIComments false
  /PreserveOverprintSettings true
  /StartPage 1
  /SubsetFonts false
  /TransferFunctionInfo /Apply
  /UCRandBGInfo /Remove
  /UsePrologue false
  /ColorSettingsFile (Color Management Off)
  /AlwaysEmbed [ true
  ]
  /NeverEmbed [ true
  ]
  /AntiAliasColorImages false
  /DownsampleColorImages true
  /ColorImageDownsampleType /Bicubic
  /ColorImageResolution 200
  /ColorImageDepth 8
  /ColorImageDownsampleThreshold 1.00000
  /EncodeColorImages true
  /ColorImageFilter /FlateEncode
  /AutoFilterColorImages false
  /ColorImageAutoFilterStrategy /JPEG
  /ColorACSImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /ColorImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /JPEG2000ColorACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /JPEG2000ColorImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /AntiAliasGrayImages false
  /DownsampleGrayImages true
  /GrayImageDownsampleType /Bicubic
  /GrayImageResolution 150
  /GrayImageDepth 8
  /GrayImageDownsampleThreshold 1.33333
  /EncodeGrayImages true
  /GrayImageFilter /FlateEncode
  /AutoFilterGrayImages false
  /GrayImageAutoFilterStrategy /JPEG
  /GrayACSImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /GrayImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /JPEG2000GrayACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /JPEG2000GrayImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /AntiAliasMonoImages false
  /DownsampleMonoImages true
  /MonoImageDownsampleType /Bicubic
  /MonoImageResolution 200
  /MonoImageDepth -1
  /MonoImageDownsampleThreshold 1.00000
  /EncodeMonoImages true
  /MonoImageFilter /CCITTFaxEncode
  /MonoImageDict <<
    /K -1
  >>
  /AllowPSXObjects false
  /PDFX1aCheck false
  /PDFX3Check false
  /PDFXCompliantPDFOnly false
  /PDFXNoTrimBoxError true
  /PDFXTrimBoxToMediaBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXSetBleedBoxToMediaBox true
  /PDFXBleedBoxToTrimBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXOutputIntentProfile (None)
  /PDFXOutputCondition ()
  /PDFXRegistryName ()
  /PDFXTrapped /False

  /DetectCurves 0.000000
  /EmbedOpenType false
  /ParseICCProfilesInComments true
  /PreserveDICMYKValues true
  /PreserveFlatness true
  /CropColorImages true
  /ColorImageMinResolution 290
  /ColorImageMinResolutionPolicy /Warning
  /ColorImageMinDownsampleDepth 1
  /CropGrayImages true
  /GrayImageMinResolution 290
  /GrayImageMinResolutionPolicy /Warning
  /GrayImageMinDownsampleDepth 2
  /CropMonoImages true
  /MonoImageMinResolution 800
  /MonoImageMinResolutionPolicy /Warning
  /CheckCompliance [
    /None
  ]
  /PDFXOutputConditionIdentifier ()
  /Description <<
    /CHS <FEFF4f7f75288fd94e9b8bbe5b9a521b5efa7684002000410064006f006200650020005000440046002065876863900275284e8e9ad88d2891cf76845370524d53705237300260a853ef4ee54f7f75280020004100630072006f0062006100740020548c002000410064006f00620065002000520065006100640065007200200035002e003000204ee553ca66f49ad87248672c676562535f00521b5efa768400200050004400460020658768633002>
    /CHT <FEFF4f7f752890194e9b8a2d7f6e5efa7acb7684002000410064006f006200650020005000440046002065874ef69069752865bc9ad854c18cea76845370524d5370523786557406300260a853ef4ee54f7f75280020004100630072006f0062006100740020548c002000410064006f00620065002000520065006100640065007200200035002e003000204ee553ca66f49ad87248672c4f86958b555f5df25efa7acb76840020005000440046002065874ef63002>
    /DAN <>
    /DEU <>
    /ESP <>
    /FRA <>
    /ITA <>
    /JPN <FEFF9ad854c18cea306a30d730ea30d730ec30b951fa529b7528002000410064006f0062006500200050004400460020658766f8306e4f5c6210306b4f7f75283057307e305930023053306e8a2d5b9a30674f5c62103055308c305f0020005000440046002030d530a130a430eb306f3001004100630072006f0062006100740020304a30883073002000410064006f00620065002000520065006100640065007200200035002e003000204ee5964d3067958b304f30533068304c3067304d307e305930023053306e8a2d5b9a306b306f30d530a930f330c8306e57cb30818fbc307f304c5fc59808306730593002>
    /KOR <FEFFc7740020c124c815c7440020c0acc6a9d558c5ec0020ace0d488c9c80020c2dcd5d80020c778c1c4c5d00020ac00c7a50020c801d569d55c002000410064006f0062006500200050004400460020bb38c11cb97c0020c791c131d569b2c8b2e4002e0020c774b807ac8c0020c791c131b41c00200050004400460020bb38c11cb2940020004100630072006f0062006100740020bc0f002000410064006f00620065002000520065006100640065007200200035002e00300020c774c0c1c5d0c11c0020c5f40020c2180020c788c2b5b2c8b2e4002e>
    /NLD (Gebruik deze instellingen om Adobe PDF-documenten te maken die zijn geoptimaliseerd voor prepress-afdrukken van hoge kwaliteit. De gemaakte PDF-documenten kunnen worden geopend met Acrobat en Adobe Reader 5.0 en hoger.)
    /NOR <>
    /PTB <>
    /SUO <>
    /SVE <>
    /ENU <>
  >>
  /Namespace [
    (Adobe)
    (Common)
    (1.0)
  ]
  /OtherNamespaces [
    <<
      /AsReaderSpreads false
      /CropImagesToFrames true
      /ErrorControl /WarnAndContinue
      /FlattenerIgnoreSpreadOverrides false
      /IncludeGuidesGrids false
      /IncludeNonPrinting false
      /IncludeSlug false
      /Namespace [
        (Adobe)
        (InDesign)
        (4.0)
      ]
      /OmitPlacedBitmaps false
      /OmitPlacedEPS false
      /OmitPlacedPDF false
      /SimulateOverprint /Legacy
    >>
    <<
      /AddBleedMarks false
      /AddColorBars false
      /AddCropMarks false
      /AddPageInfo false
      /AddRegMarks false
      /ConvertColors /ConvertToCMYK
      /DestinationProfileName ()
      /DestinationProfileSelector /DocumentCMYK
      /Downsample16BitImages true
      /FlattenerPreset <<
        /PresetSelector /MediumResolution
      >>
      /FormElements false
      /GenerateStructure false
      /IncludeBookmarks false
      /IncludeHyperlinks false
      /IncludeInteractive false
      /IncludeLayers false
      /IncludeProfiles false
      /MultimediaHandling /UseObjectSettings
      /Namespace [
        (Adobe)
        (CreativeSuite)
        (2.0)
      ]
      /PDFXOutputIntentProfileSelector /DocumentCMYK
      /PreserveEditing true
      /UntaggedCMYKHandling /LeaveUntagged
      /UntaggedRGBHandling /UseDocumentProfile
      /UseDocumentBleed false
    >>
  ]
>> setdistillerparams
<<
  /HWResolution [2400 2400]
  /PageSize [2834.646 2834.646]
>> setpagedevice


