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ABSTRACT. Ethyl 1-aminotetrazole-5-carboxylate (1) has been utilized to construct a variety of novel tetrazolo [1,5-b]-
1,2,5-oxadiazepine derivatives which repesent a relatively little explored group with interesting antibacterial activities. The
synthesized compounds were elucidated using IR, 1H NMR and mass spectroscopic methods, besides elemental analyses.
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INTRODUCTION

Tetrazoles and their derivatives have been described as

useful building blocks for the assembly of different het-

eroyclic rings1-7 because of their wide range of therapeu-

tic and biological properties.8,9 They have emerged as

antibacterial, antiproliferation, anticancer, and anticonvul-

sant activities.1-5,10-12 Numerous studies have been reported13-24

on the synthesis of a variety of oxadiazepine derivatives

covering a wide range of bioorganic, natural products, and

medicinal chemistry. They are an important class of het-

erocyclic compounds that have pharmaceutical and bio-

logical activities13,21-24 including antiherbicide, antimicrobial,

antifungal, and anticancer. All these facts encouraged us

to synthesize some new tetrazolo[1,5-b]-1,2,5-oxadiaz-

epines in anticipation of expected interesting antibacterial

activities.

RESULTS AND DISCUSSION

Chemsitry

The diazotization of ethyl 1-aminotetrazole-5-carboxylate1

(1) in the presence of water resulted in the formation of

ethyl 1-hydroxytetrazole-5-carboxylate (2), which is used

as a starting compound for bromoketone systems. Thus,

condensation of 2 with bromoacetone and/or phenacyl-

bromide in absolute ethanol in the presence of anhydrous

potassium carbonate to provide acetonyloxy 3a and 2-

oxyacetophenone 3b, respectively. The IR spectra of 3(a,b)

showed ester carbonyl (COOEt) bands in 1740, 1760 cm-1

and carbonyl (COCH3(ph)) bands in 1712, 1720 cm-1

region. 1H NMR spectra of 3a and 3b revealed four sig-

nals in the d 4.19, 4.23; 2.45, 2.40, 1.30, 1.33 and 2.35,

8.35-7.20 ppm which were attributed to be CH2CH3,

CH2COCH3(Ph) CH2CH3 and CH2COCH3(Ph), respec-

tively. The El-MS spectra of 3a and 3b showed the molec-

ular ion peaks at m/z: 214 (M+) and 277 (M++1) corresponding

to C7H10N4O4 and C12H12N4O4, respectively.

7-Methyl(phenyl)-8-aryltetrazolo[1,5-b]-1,2,5-oxadi-

azepin-9-ones 4(a-l) (Scheme 1) were obtained by con-

densation of 3(a,b) with various 4-substituted anilines in

the presence of acetic anhydride/acetic acid (Table 1). The

IR spectra of 4(a-l) showed bands at 1650-1985 cm-1

(Table 2) which were attributed to the amide (CON)

stretching frequency and disappearance any COOEt or

Scheme 1.
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COCH3 (ph) absorption bands present in the spectra of the

parent compounds 3(a,b). In the 1H NMR spectra of 4(a-l)

not only revealed the absence of both the methylene pro-

ton (CH2) and the ethyl protons but also the presence of

the methine proton (CH) of oxadiazepine ring at d 5.44-

5.39 besides aromatic protons at 8.22-6.99 ppm (Table 2).

Moreover, the mass spectra of 4(a-l) gave their correct

parent ion peaks corresponding to their molecular formu-

las (Table 2). 

Biological activities

Antibacterial activities of the aryl tetrazolo[1,5-b]-1,2,5-

oxadiazepin-9-ones 4 listed in Table 3 were assessed against

Gram-positive (Staphylococus aureus and Bacillus sub-

Table 1. Physical and analytical data of 4(a-l)

Compd. No. M. P. (
oC) Yield (%) Formiula (Mol. Mass)

Elemental Analysis Calcd/Found (%)

%C %H %N

4a 279-280 63
C11H9N5O2

(243)

54.32

54.72

3.70

3.92

28.81

29.22

4b 290-292 51
C12H11N5O2

(257)

56.03

55.92

4.28

4.42

27.24

26.92

4c 284-285 56
C12H11N5O3

(273)

52.75

53.11

4.03

3.92

25.64

25.82

4d 290-291 50
C11H10N6O2

(258)

51.16

50.92

3.88

4.21

32.56

32.67

4e 293-295 70
C11H8ClN5O2

(277.5)

47.57

47.22

2.88

3.21

25.23

24.94

4f >300 75
C11H8N6O4

(288)

45.83

45.52

2.78

3.24

29.17

28.72

4g 258-260 73
C16H11N5O2

(305)

62.95

63.22

3.61

3.85

22.95

23.26

4h 265-267 61
C17H13N5O2

(319)

63.95

64.24

4.08

4.23

21.94

22.32

4i 280-282 67
C17H13N5O3

(335)

60.90

60.72

3.88

4.22

20.90

21.21

4j 289-291 61
C16H12N6O2

(320)

60.00

60.42

3.75

3.61

26.25

25.92

4k >300 66
C16H10ClN5O2

(339.5)

56.55

56.24

2.95

3.22

20.62

20.41

4l >300 72
C16H10N6O4

(350)

54.86

55.22

2.86

3.21

24.00

23.72

Table 2. Spectral data of 4(a-l)

Compd. No. IR (ν, cm-1) 1H NMR (DMSO-d6) Mass (m/z, %)

4a 1650(CON) 7.24-6.89 (m, 5H, ArH), 5.40 (s, 1H, CH of oxadiazepine ring), and 1.63 (s, 3H, CH3) 243 (M+, 40)

4b 1670(CON) 7.72-6.98 (m, 4H, ArH), 5.44 (s, 1H, CH of oxadiazepine ring), and 1.82, 1.61 (2s, 6H, 2CH3) 258 (M++ 1, 60)

4c 1675 (CON) 7.77-6.90 (m, 4H, ArH), 5.44 (s, 1H, CH of oxadiazepine ring), and 3.28, 1.59 (2s, 6H, 2CH3) 274 (M++1, 65)

4d 3480, 3300 (NH2),

and 1670 (CON)

7.78-6.92 (m, 4H, ArH), 5.33 (s, 1H, CH of oxadiazepine ring), 5.00 (s br, 2H, NH2, 

D2O-exchangeable), and 1.61(s, 3H, CH3)

258 (M+, 52)

4e 1673 (CON) 7.77-6.90 (m, 4H, ArH), 5.44 (s, 1H, CH of oxadiazepine ring), and 1.63(s, 3H, CH3) 278 (M+, 45)

4f 1680 (CON) 7.80-6.90 (m, 4H, ArH), 5.44 (s, 1H, CH of oxodiazepine ring), and 1.66 (s, 3H, CH3) 289 (M++1, 55)

4g 1674 (CON) 7.79-6.77 (m, 10H, ArH), and 5.40 (s, 1H, CH of oxadiazepine ring) 305 (M+, 69)

4h 1680 (CON) 7.80-6.90 (m, 9H, ArH) and 5.39 (s, 1H, CH of oxadiazepine ring), and 1.87 (s, 3H, CH3) 321 (M++2, 60)

4i 1650 (CON) 7.82-6.77 (m, 9H, ArH) and 5.41 (s, 1H, CH of oxadiazepine ring), and 3.33 (s, 3H, CH3) 336 (M++1, 68)

4j 3450, 3350 (NH2),

and 1660 (CON)

7.88-6.82 (m, 9H, ArH), 5.42 (s, 1H, CH of oxadiazepine ring), and 5.10 (s br, 2H, NH2, 

D2O exchangeable)

321 (M++ 1, 45)

4k 1674 (CON) 8.22-6.99 (m, 9H, ArH), and 5.41 (s, 1H, CH of oxadiazepine ring) 340 (M+, 88)

4l 1985 (CON) 7.79-6.89 (m, 9H, ArH) and 5.39 (s, 1H, CH of oxadiazepine ring) 351(M++ 1, 70)
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tilis) and Gram-negative (Escherichia coli and Klebsiella

peneumoniae) bacteria. Ciprofloxacin and Norfloxacin

were used as antibacterial standarsds. The antibacterial

activity against Gram-postive organisms had the most

activity. However, all the compounds were nearly inac-

tive against Gram-negative bacteria. 

CONCLUSION

A successful preparation and characterization of new

compounds substituted aryl tetrazolo[1,5-b]1,2,5-oxadi-

azepin-9-ones 4(a-l) from condensation of acetonyloxy

3a and oxyacetophenone 3b tetrazoles with various 4-

substituted anilines in the presence of acetic anhydride/

acetic acid. The antibacterival activities of the prepared

compounds were comparable to Ciprofloxacim and Nor-

floxacin and study showed that, against Gram-positive

bacteria is in contrast to the good antibacterial activity of

Ciprofloxacim aginst both Gram-positive and Gram-neg-

ative bacteria.

EXPERIMENTAL

General

Melting points were determined by using a Buchi-530

melting point apparatus and are uncorrected. Spectro-

scopic data were recorded on the following instruments.

Infrared (IR) spectra (KBr, ν cm-1) Perkin Elmer 1240

spectrophotomer, nuclear magnetic resonance (1H NMR)

spectra (chemical shift, e ppm) Varian Mercury (300 MHz)

spectrometer using TMS as internal standard and electron

impact Mass spectra (El-MS) GC-MS (QP/000EX) Shi-

madzu spectrometer (70 ev). Elemental analyses were per-

formed by the Microanalysis Centre, Faculty of Science,

Cairo University. The purity of the compounds was con-

firmed by Thin Layer Chromatography(TLC) on silica gel

HF254 (Merck).

Ethyl 1-hydroxytetrazole-5-carboxylate (2)

To a cooled solution (-5 oC) of 1 (1 g, 6 mmol) in con-

centrated hydrochloric acid (2N, 4 ml) was added por-

tionwise sodium nitrite (0.4 g, 6 mmol). After stirring at

room temperature for an hour, water (10 ml) was added to

the mixture which was then heated under reflux for half

hour. It was cooled at ambient temperature and neutral-

ized with ammonium hydroxide solution. The precipitate

was collected by filtration washed with water and purified

by crystallization from aqueous ethanol to obtain 2 (0.7 g,

69% yield), m.p. 288-290 oC; IR (KBr, ν cm-1): 33340 (OH),

1750 (COOEt); 1H NMR (DMSO-d6, d/ppm): 12.30 (s, 1H, OH,

D2O exchangeable), 4,23 (q, 2H, CH2CH3); 1.25 (t, 3H,

CH2CH3); El-MS: m/z (%): 159 (M++1, 38); 158 (M+, 79).

Anal. Calcd. for C4H6N4O3 (158): C, 30.38; H, 3.80; N,

35.44%; Found: C, 30.67; H,4.12; N, 35.90%.

Ethyl 1-acetonyloxytetrazole-5-carboxylate (3a)

To a solution of 2 (1 g, 6 mmol) in absolute ethanol (20

ml) was added bromoacetone (0.9 g, 6 mmol) in anhy-

drous potassium carbonate (2 g). The reaction mixture

was refluxed for 3 hours and then left to cool 24 hours.

The separated solid product was filtered and crystallized

from aqueous ethanol to give 3a (0.8 g, 57 % yield), m.p.

260-262 oC; IR (KBr, ν cm-1): 1740 (COOEt), 1712 (COCH3);
1H NMR (DMSO-d6, d/ppm): 4.19 (q, 2H, CH2CH3), 2.45

(s, 2H, CH2COCH3), 2.35 (s, 3H, CH2COCH3), 1.30 (t,

3H, CH2CH3); El-MS: m/z (%): 214 (M+, 80).

Anal. Calcd. for C7H10N4O4 (214): C, 39.25; H, 4.67; N,

29.91%; Found: C, 39.70, H, 5.11; N, 30.23%.

Ethyl 1-(2-oxyacetophenone) tetrazole-5-carbolylate

(3b)

To a solution of 2 (1 g, 6 mmol) in absolute ethanol (20

ml) was added phenacyl bromide (1.3 g, 6 mmol) and

anhydrous potassium carbonate (2 g). The reaction mix-

ture was heated under reflux for 3 hours and then left to

cool overnight. The separated solid product was filtered

and crystallized from aqueous ethanol to give 3b (1.2 g,

67% yield), m.p. 238-240 oC; IR (KBr, ν cm-1): 1760 (COOEt),

1720 (COPh); 1H NMR (DMSO-d6, d/ppm: 8.35-7.20 (m,

5H, ArH), 4.23 (q, 2H, CH2CH3), 2.40 (s, 2H, CH2COPh),

1.33 (t, 3H, CH2CH3); El-MS: m/z (%): 277 (M++1, 65).

Anal. Calcd. for C17H12N4O4 (276): C, 52.17; H, 4.35;

N, 20.29%; Found: C, 51.96; H, 4.88; N, 20.72%.

Table 3. In vitro antibacterial activity of 4 and standards (MIC in
µg/ml)

Compd.

No

Gram-positive Gram-negative

S.aureas B.subtilis E.coli K.peneumoniae

4a 0.50 0.40 32 > 50

4b 0.21 0.023 0.13 > 50

4c 0.22 0.044 8 > 50

4f 0.45 0.49 37 > 60

4g 0.42 0.50 38 40

4h 0.39 0.44 25 > 60

4i 0.40 0.45 28 > 60

4l 0.41 0.35 26 24

Ciprofloxacin 0.43 0.03 0.14 0.03

Norfloxacin 1 0.06 0.49 0.14
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General procedure for the preparation of 7-Methyl

(phenyl)-8-aryltetrazolo[1,5-b]-1,2,5-oxadiazepin-9-ones

4(a-l)

A mixture of 3a or 3b (5 mmol) the appropriate 4-sub-

stituted aniline (5 mmol) and acetic anhydride (10 ml) in

glacial acetic acid (15 ml) was refluxed for two hours. The

solvent was evaporated under reduced presure and the res-

idue was crystallized from ethanol. The physico-chemi-

cal and spectral data of 4(a-l) are given in Tables 1 and 2,

respectively.

Antibacterial assay

The in vitro antibacterial activity of the synthesized

compounds against Gram-positive organisms (S. aureas

and B. subtilis) and Gram-negative (E. coli and K. peneu-

moniae) organisms was done by conventional agar dilu-

tion methods25 and compared with those of Ciprofloxacim

and Norfloxacin. Twofold serial dilution of the com-

pounds and reference drugs were used in Müller-Hinton

Broth (oxoid) agar. Drugs were dissolved in dimethylsul-

foxide (DMSO; 1 ml) and the solution was diluted with

water (9 ml). Further progressive double dilution with

melted Müller-Hinton Broth (oxoid) agar was performed

to give the required concentrations. The Minimum Inhib-

itor Concentration (MIC) was the lowest concentration of

the test compound, which yielded in no visible growth on

the plate. To ensure that the solvent had no effect on bac-

terial growth, a control test was performed with test medium

supplemented with DMSO at the same dilutions as pre-

pared in the experiment.

REFERENCES

1. Taha, M. A. M.; El-Badry, S. M. J. Korean Chem. Soc.

2010, 54, 414.
2. Taha, M. A. M.; El-Badry, S. M. Monatsh. Chem. 2008,

139, 1261.
3. Taha, M. A. M. Phosphorus, Sulphur, Silicon Relat. Elem.

2008, 183, 2525.
4. Taha, M. A. M. Monatsh. Chem. 2007, 138, 505.
5. Taha, M. A. M.; El-Badry, S. M. Phosphorus, Sulfur, Sil-

icon Relat. Elem. 2007, 182, 1011.
6. Taha, M. A. M.; El-Badry, S. M. J. Chinese Chem. Soc.

2006, 53, 1181.
7. Taha, M. A. M. Ibid 2005, 52, 137.
8. Moderhack, D. J. Prakt. Chem. 1998, 340, 687.
9. Kolodobskii, G. I.; Ostrovskii, V. A.; Popavskii, V. S.

Chem. Heterocycl. Compd. 1981, 17, 965.
10. Karnik, A. V.; Malviya, N. J.; Kulkarni, A. M.; Jadhav, B.

L. Eur. J. Med. Chem. 2006, 41, 891.
11. Jantova, S.; Ruzekova, L.; Stantovsky, S.; Spirkova, K.

Neoplasma 1997, 44, 240.
12. Rubat, C.; Coadert, P.; Couqvelet, J. M.; Tronche, P.; Bas-

tide, J.; Bastide, P. Farmaco 1990, 45, 331.
13. Muehlebach, M.; Boeger, M.; Cederbaum, F.; Cornes, D.;

Friedmann, A. A.; Glock, J.; Niderman, T.; Stoller, A.;
Wagner, T. Bioorg. Med. Chem. 2009, 17, 4241.

14. Kumar, R. R.; Perumal, S.; Balasubramanian, M. Com-

prehensive Heterocycl. Chem. (III) 2008, 13, 433.
15. Yranzo, G. I.; Moyano, E. L. Ibid 2008, 13, 399.
16. Kiselyov, A.; Khvat, A. Ibid 2008, 13, 387.
17. Denisko, O. V. Ibid 2008, 13, 489.
18. Souldozi, A.; Ramazani, A.; Bouslimani, N.; Welter, R.

Tetrahedron Lett. 2007, 48, 2617.
19. Ochoa, M. E.; Rojas-Lima, S.; Höpfl, H.; Rodriguez, P.;

Castillo, D.; Farfan, N.; Santillan, R. Tetrahedron 2001,
57, 55.

20. Autio, K.; Pyysalo, H. J. Agric. Food Chem. 1983, 31,
568.

21. ÓConnell, A. J.; Peek, C. J.; Sammes, P. G. J. Chem. Soc.,

Chem. Commun. 1983, 399.
22. Ishiwata, S.; Shiokawa, Y. Chem. Pharm. Bull. 1970, 18,

1245.
23. Druey, J.; Daeniker, H. U. Swiss Pat. 1962, 358, 430;

Chem. Abstr. 1963, 59, 11530a.
24. Daeniker, H. U.; Druey, J. Helv. Chim. Acta 1957, 40,

918.
25. Baron, E. J.; Finegold, S. M. Bailey and Scott’s, Diagnostic

Microbiology, 8th ed.; Mosby: St. Louis, MO, 1990; p 184.



<<
  /ASCII85EncodePages false
  /AllowTransparency false
  /AutoPositionEPSFiles true
  /AutoRotatePages /All
  /Binding /Left
  /CalGrayProfile (Dot Gain 20%)
  /CalRGBProfile (sRGB IEC61966-2.1)
  /CalCMYKProfile (U.S. Web Coated \050SWOP\051 v2)
  /sRGBProfile (sRGB IEC61966-2.1)
  /CannotEmbedFontPolicy /Warning
  /CompatibilityLevel 1.4
  /CompressObjects /Tags
  /CompressPages true
  /ConvertImagesToIndexed true
  /PassThroughJPEGImages true
  /CreateJDFFile false
  /CreateJobTicket false
  /DefaultRenderingIntent /Default
  /DetectBlends true
  /ColorConversionStrategy /LeaveColorUnchanged
  /DoThumbnails false
  /EmbedAllFonts true
  /EmbedJobOptions true
  /DSCReportingLevel 0
  /SyntheticBoldness 1.00
  /EmitDSCWarnings false
  /EndPage -1
  /ImageMemory 1048576
  /LockDistillerParams false
  /MaxSubsetPct 100
  /Optimize true
  /OPM 1
  /ParseDSCComments true
  /ParseDSCCommentsForDocInfo true
  /PreserveCopyPage true
  /PreserveEPSInfo true
  /PreserveHalftoneInfo false
  /PreserveOPIComments false
  /PreserveOverprintSettings true
  /StartPage 1
  /SubsetFonts true
  /TransferFunctionInfo /Apply
  /UCRandBGInfo /Preserve
  /UsePrologue false
  /ColorSettingsFile ()
  /AlwaysEmbed [ true
  ]
  /NeverEmbed [ true
  ]
  /AntiAliasColorImages false
  /DownsampleColorImages true
  /ColorImageDownsampleType /Bicubic
  /ColorImageResolution 300
  /ColorImageDepth -1
  /ColorImageDownsampleThreshold 1.50000
  /EncodeColorImages true
  /ColorImageFilter /DCTEncode
  /AutoFilterColorImages true
  /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 300
  /GrayImageDepth -1
  /GrayImageDownsampleThreshold 1.50000
  /EncodeGrayImages true
  /GrayImageFilter /DCTEncode
  /AutoFilterGrayImages true
  /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 1200
  /MonoImageDepth -1
  /MonoImageDownsampleThreshold 1.50000
  /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 ()
  /PDFXOutputCondition ()
  /PDFXRegistryName (http://www.color.org)
  /PDFXTrapped /Unknown

  /Description <<
    /FRA <>
    /ENU (Use these settings to create PDF documents with higher image resolution for improved printing quality. The PDF documents can be opened with Acrobat and Reader 5.0 and later.)
    /JPN <FEFF3053306e8a2d5b9a306f30019ad889e350cf5ea6753b50cf3092542b308000200050004400460020658766f830924f5c62103059308b3068304d306b4f7f75283057307e30593002537052376642306e753b8cea3092670059279650306b4fdd306430533068304c3067304d307e305930023053306e8a2d5b9a30674f5c62103057305f00200050004400460020658766f8306f0020004100630072006f0062006100740020304a30883073002000520065006100640065007200200035002e003000204ee5964d30678868793a3067304d307e30593002>
    /DEU <>
    /PTB <>
    /DAN <>
    /NLD <>
    /ESP <>
    /SUO <>
    /ITA <>
    /NOR <>
    /SVE <>
    /KOR <FEFFd5a5c0c1b41c0020c778c1c40020d488c9c8c7440020c5bbae300020c704d5740020ace0d574c0c1b3c4c7580020c774bbf8c9c0b97c0020c0acc6a9d558c5ec00200050004400460020bb38c11cb97c0020b9ccb4e4b824ba740020c7740020c124c815c7440020c0acc6a9d558c2edc2dcc624002e0020c7740020c124c815c7440020c0acc6a9d558c5ec0020b9ccb4e000200050004400460020bb38c11cb2940020004100630072006f0062006100740020bc0f002000520065006100640065007200200035002e00300020c774c0c1c5d0c11c0020c5f40020c2180020c788c2b5b2c8b2e4002e>
    /CHS <FEFF4f7f75288fd94e9b8bbe7f6e521b5efa76840020005000440046002065876863ff0c5c065305542b66f49ad8768456fe50cf52068fa87387ff0c4ee563d09ad8625353708d2891cf30028be5002000500044004600206587686353ef4ee54f7f752800200020004100630072006f00620061007400204e0e002000520065006100640065007200200035002e00300020548c66f49ad87248672c62535f003002>
    /CHT <FEFF4f7f752890194e9b8a2d5b9a5efa7acb76840020005000440046002065874ef65305542b8f039ad876845f7150cf89e367905ea6ff0c4fbf65bc63d066075217537054c18cea3002005000440046002065874ef653ef4ee54f7f75280020004100630072006f0062006100740020548c002000520065006100640065007200200035002e0030002053ca66f465b07248672c4f86958b555f3002>
  >>
>> setdistillerparams
<<
  /HWResolution [2400 2400]
  /PageSize [612.000 792.000]
>> setpagedevice


