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Abstract

Project Code: MRG5480041

Project Title: Development of acid catalyst supported on zirconia for two-phase

esterification by microwave calcination

Investigator: Peangpit Glinrun, Pathumwan Institute of Technology
E-mail Address: peangpit@gmail.com

Project Period: 2 years

Abstract:

The purpose of this research was to study the preparation of tungsten zirconia acid

catalyst for a two-phase esterification reaction. t-ZrO,, synthesized under sol-gel and

solvothermal treatment. This research also proven that surface nature of zirconia can play
crucial roles on determining the catalytic activity of WZ catalysts. The solvothermal method for
preparation of crystalline zirconia support can result in the formation of Zr-OH bond on its
surface, a highly active WZ catalyst which was prepared through microwave irradiation showed
more uniform and better dispersion of the W particles, compared to that prepared by the
conventional heating method. The highest total yield of esters (35.665%) can be attained over
WZ-500w-20 catalysts (500 watt microwave irradiation at 20 min), exhibited the lowest surface
acidity among other samples due to strong interaction of proton species and the zirconia
supports as proven by TGA. One of the possible reasons can be attributed to the different

amounts of carbon residue on the surface of catalysts.

Keywords: esterification, zerconia, microwave, acid catalyst
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3) 13asTalWiuDUazIEsa 4 §unis BWa Sartorius 34 CP 2248
(4) Lﬂ%"aam"immﬁguﬁﬂaw fi%a Cencom 31 041209P
(5) dou fia MMM Medcenter Einrich Tungen GmbH. D-82166 31 SLR
(6) L@NNILULYID
7) wn'lalastan G0 Shape Ju
2.1.2 @13l
(1) wwosiiion wewaa-Dananlod 80% (Zirconium n-butoxide, ZO(CH,);CHsl,) S%a
Aldrich
2) La3uaf 99.9% (Ethanol, C,Hs;OH) ﬁﬁ’a Merck KGaA

3) wanlaiiow'laavonlod 25% (Ammonium hydroxide, NH,OH) £%a Merck KGaA

5) NIRLAUARD |56 99.9% (Tungsten (V1) chloride, WClg) ﬁﬁ’a Aldrich

A o

(2)
3)
(4) 1-4 Junulesas 99% (1,4-Butanediol, HO[CH,],OH) A0 Sigma-Aldrich
(5)
(6) wan la ey LNIaan (Ammonium metatungstate, HygNgO4oW1,.H,0) 81%8

Aldrich
(7) wan laiey WITIIRLAY (Ammonium paratungstate, H4N9041W5.7H,0) ﬁﬁa
Riedel-de Haen
(8) N3np=FanITNTY 99.8% (Acetic Acid, CH,COOH) fi%a Merck KGaA

(9) LeUmuan 99% (Heptanol, C,H,0) d%a Merck Schuchardt OHG



(10) Tadpn'lonsonlas (Sodium hydroxide, NaOH) £%a Merck KGaA
(11) Imazuaaalsd (Sodium chloride, NaCl) f%a AJAX CHEMICALS
(12) Air zero (21%0, in nitrogen) 31N Thai special gas
(13

13) Nitrogen gas 370 Thai special gas

2.295n15298
2.2.1 nMsAssNalsassumaslatialagIslaa-1aa
(1) NEULDTIBBATIWIN 70.4 Aadaas uazivasifion wanaa-0inanlodanuin 22
fasaas ludnines niuashadatiias

) dsuaanudunsa-wa meouanlufisylaasanlosd aussazaufien pH winnu

10

(3) Aan g wuainawsitwu 4 Jaddes aslumsazans lasdinsninasrsdailas
aunenaduies

(4) ﬁnLaaﬁvl,@”l,ﬂaﬂum%iaaaml,uuqtyty’]mﬂ ‘ﬁ'qmvﬁgﬁ 50 adaaalges LHwaan
SZYETR

(5) E]Uﬁ’]i‘ﬁlqm%ﬁﬁ 400 svrmaaidos Wua 4 Talusaslduanvesdrsossuises

Tautofidanwosdunsazidoadun
2.2.2 mMIassaasassugaslaelagislaalnasuea

(1) wwaslawfiuy wavaa-0inanbued 1UI% 25 NN LAZRITAZANY 1-4 Dunulasea
$19% 100 TaAAAT 1 2 T I@ﬂ‘*ﬁguuaﬂmi'«g‘ 181382 INAABA F1WIU 30 UARAAT NI
Inau AN

(2) Wmm%’aumﬂiﬁmm@”ummmsazmﬂ@T’Jquwgﬁ 300 aseLoalSaa LHwaan
2 1l ludsdfnaniannuaugs (Autoclave)

(3) Usoslwiin wasinasnowindemslunuas 31 5 039 LA T RELUNIHaaT
aunnfiviod 6 SZYETR

(4) auaINgmngdl 110 aseaaLfos 12 Talud

2.2.3 Matasaaaatssl)nremsaianunalsassutrasiastialagdIzn13denn
LULILLIAY (Incipient wetness)
drvasinmailandenieiouldannds 2.2.1 uaz 2.2.2 azgnihanlglunmaieiow
o 1 ana i =) waa s v Y 1A o ] o
ansnisoisaniaaslasiiolaslditnsdeaanuuniy uazldUSinmuasnssiawyinny 15

¢ = & v a a o &
Ll]ﬂjlfﬁu@ﬂ@ﬂuqﬂuﬂ AINYURTLBLUARNI W



v s

(1) TINWINGIT095D 4 NN UAZTI FTAIFUNIFLA, W (WClg %38 HogNeO,0W1,)
Tugasain W 15 wasidudlasiminuasdnzasiy

2) azans W lwiih DI 50 noa aulwansazanadhiug

(3) ABE 9 KIARNITAZANLAIUUAITITULAsNNITNIBAI UYL IaRaaIANAw e

Qs a o v ¥
anwmzaIlanwuenaaandon (wet cake)

[V %
o A a

(4) aafislingaumndvaaduin e Talus uazthldeufigannd 110°C iwiian 12

U

72139
¥ v [ a N . Qs (> 1 aAaa (>
2.2.4 NTANNTIUUUUAILAN (thermal calcmatlon)mj(mLidi]g:]nisl’mam(ﬂ%
6
G )
=
Tasiite

el fisenneionldanda 2.2.3 slwanusauluusssnmesasaime

1
=

(Air Zero) fiaosnnd 500, 600, 700 uaz 800 avrTaLTaduiat 2 Talus hesnlaluiulu

9 U

In@@mm%u

v v ¥ . . . s [ 1 aAaAa
2.2.5 nslnansanalalalasian (microwave calcination)nu@a139Uf) A58
NIALA
a3l
PR Aaa A a o @ o o Ao o o ¢
Weasslisenmessuldands 2.2.3 anldenusaululalasian Adssiad
350,

500 700 1616 L1387 10, 20 WAz 30 WA ﬁﬁmiﬁvlmwlﬂLﬁﬂﬂﬂg(ﬂmmﬁu

2.2.6 nsnadavul)nssedinassniazudasigna
dusad fAsenMimauuudisesiuiwaslanfofeIonld RPN IMAROUANY
jashlulfAsoemnaifiatu dnoazidoadit
(1) Fansgunsallummaseuyjitnlaslsiadesgnsaiunun:

(2) TIRNIAIGUNIABLTAN 13991930882 20 wazlaUnuea tiuwaluaanain

laglua 3:1
(3) ﬁ'ﬁm"’uiaﬂﬁﬁ%m 4 Wasidud WisunuasmruadSinmfaninazdén
(4) *hujnsen ﬁ'qnmgﬁ 90 avenaldus e 6 Talug
(5) waajfiselasmemnumadislelalnwusesiiuduam 2 i
(6) ATVFALIAUTUIURIIAN f8La389 GC



Mmi@‘hmm % Conversion U84 acetic mmsm‘hmmvl,ﬁmﬂammiﬁ 2.1

o, -CO,,
%conversion=———x100 (2.1)
COAO
A A v o LA
\a C, 8 ANULTNTUBY acetic N1 Steady state
Cao 010 AMULTUTUVBY acetic NIANTUA

furmsSunas heptyl acetate 3nn1InagauaNiadluesaaLsvlfisen aan

N3 GC calibration curve (LEAIAINIANKIN N)

227 myeNsAamanEmeaIaNvl iz

(1) Taneilasssiunanuasaissdfisen lasinadia X-ray powder diffraction
(XRD) @T’;Liaﬂﬁﬁ%mﬁm%ﬂuiﬁgﬂﬁﬂﬂimﬁzﬂmaﬁ%’wNﬁﬂLﬁai:qmﬁmaomsﬁm%ww@h51
1584 X-ray diffractrometer:XRD lagld cu, KO 1duunsdsinfiassdmdng iinisdiasziain
Funik 2 theta 4339 20 — 80 degree

) ’me:ﬁmﬁuﬁﬁmﬁ%mmaa@ﬁﬁoﬂﬁﬁ%m laswnafia Brunauer-Emmett-
Teller (BET) @TaLiaﬂg’jﬁ%mﬁl,@’%w"lﬁﬁann:@m 9 Qﬂﬂﬁmmvﬁuﬁﬂaﬁwmﬂﬁﬂ BET laald
wann1svaslulasiauuausasngu (N, Absorption ; Autosorp) lanTisaiisufAsefiiaTon'le
Uszanms 0.1 A9 0.3 n3u ¥innslafaasnainaiatng uazsin Sample Cell lu@inaafi Analysis
Station Lﬁ@’?Lﬂﬂtﬁ%’]ﬁ%ﬁﬁ’)ﬂ%%N@“ﬂﬂd@w’mEi’N@T’JU%%ﬂ’]igﬂﬁ'ﬂﬁy’]ﬁﬁvlukﬁwu L8zt AININA
U AT IR A8 IRIDENS

3) Serzinsiadevasduniifiiashaumaiia TGA dromainiasze
FULANI9ANTEBUYBIIEY (TGA-50, Shimadzu, Japan) I@quwnﬂﬁﬁuﬁumnqm%nﬂﬁﬁaaﬁa
800°C ﬁé’mwmnﬁmaaqmwnﬂﬁ 10°C/w171

4) Aerzrenutdunsavasalisljisonaisinaiia NH; TPD nns@ns
fumbinieslvasdaien fasen lumsiiensdidaguawaz lddoya siavasdunibiniasl
LLa:mﬁmﬁzﬁL%aﬂ%mma:"l,ﬁ"ﬁayaﬂ%mmmawhmﬂaﬁ’jaa"luwiawﬁ@ I@ﬂlﬁmﬁﬂmig@
FUNIILAS (chemisorption) WazN13ANY (desorption) 3¢#319 probe molecules 1314 H, NH; CO,
udn wazdrunisiidesls (active sites) uuﬁuﬁm?alugwgmmﬁaasiwﬁéfaomﬁmm:ﬁﬁ
qm%nﬂﬁ%ﬁa 9 %%mﬂmElaqnmgﬁ@l’mﬁﬁg’?m‘i’]zﬂﬂ‘nLﬂ‘mH (temperature-programmed function)
Taoluwawdspitld YSunadassd jasendldivindu 0.3 niu inslianaiaudeudiouds

Tulasian 20 Ta88a /W7 1TwIa7 30 Wi ﬁqmﬂgﬁ 500 8IFLTRLTYE BAIINITIAAINNTE
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WNAD 10 89ANLTRLT O &/ v‘iﬂﬁlﬁumﬁqm%gﬁ 100 BIFALTRLT O 1ﬁﬁaaﬂﬁa@@s{mlﬁa
wanlatiie 20 Jaffay/wd Lwaan 60 w1 "l,a'LLﬁ"mLawIwLﬁﬂﬁ"l,&igngwﬁ'uﬁ’mLLﬁ”a"LuImiLa]u 20
J88803/417 1JwIa1 60 wIN "3mezﬁmsmmsﬁ'uﬁ'smn’mﬂ%’uqm%nﬂﬁlﬂu 800 BIFANLTRALTE &
o o A A A aa A o 9 o e a = AN oA
AUUAFFLRDN 20 FaRAAI/WIN 8OIINITHRAINUTAIULYINY 10 AIANLTALTLR/WIT AIN 1IN

qm%gﬁﬁﬂunm 180 w7



unin 3

NANIIIVYUAZIATIZHNA

TNII L URANITILLRZALATIEHNA TR ITUIWI BB T 2 §auarun lagrita
3.1-3.2 ladAn®112386199 AaThauasaTasduniaian USumn1sifunimian lagtasanan
JasTuLraslatioe i slan-198 ¥aTa 3.3 "léfﬁﬂmwamaoaqnmgﬁmaamﬂﬁmm%auim?ﬁmu
A9L@N (Thermal Calcinatination) Waz3.4 M13lANTaua2 bulasian (Microwave Calcination)

A % o =1 2 ad 6 =S L 1 d'cl 1 g
Tagasauasassuimaslanioauidlaalliainasuas lauAnwilageens gnddonmansmens
dd‘ dl Qs 1 aaa a Q/ > %] P=|
munwusznsadnlfsundasldvasaanssdfisosiansensaiauuuaisasivirailasdie

wazawiad hoasaasslfisenluwdfjisenesimassAieruaasipnie

3.1 NAVBIBTHAVDIAIIAINKUBINIFLARADANNIBI IIVBIANIIUYNIBMsdLAnLTDILAT
=
Lhel
o @ A A A Ao ¢ o ad Y '
A27095UL a3 AT N LT I kWA U hFILATIERI e 83T Lra-taalaalTaa a1

alcohol : alkoxide L¥iNNU 3 é’aiaﬁuﬁvl,éﬁlzgﬂﬁwwﬁmﬁzﬁﬂqmé’ﬂﬂm:gﬂLLumaawﬁﬂ@hyéﬁﬂ

LA309 Powder X-ray diffraction fIgULNUAIBEATY 2.4 B9edawTl 1wt 2-theta Wiy 20-80°
LLam@”\igﬂﬁ 3.1 wu:im”naa%’uLsnaﬂﬂLﬁﬂﬁm’%'wvlsﬁﬂmwgqu%qw%iuaamminuaa (t-ZrO,)
ﬂﬂﬂgﬁﬂﬁ@mmm}theta 7l 30°, 35°, 50° uaz 60°) Fududunisvasnmanzlnuaauaz liny
wWaduisalu MnmInasaugmaNtanInMennadaasesiuiwaslaiisnlasanlodwudian
miﬂ@aauqmauﬂ'ﬁmamzlmwmawﬁiaﬁuLsﬁaﬂmﬁw"l@aaﬂ'lsﬁﬁﬁaUmﬂﬁﬂ N,
adsorption/desorption léRuARAYINAY 37.517 m?g wazinwiamnauwmavesnanlasldaunis
Scherrer equation ledLadsvasuuaninuasarsessuiraslaiionlassnlodivingy 7.9 nm
wazdwsuaaTassumasladiofinsonldlansiloalunasues Sauiandn 3.5-4.5 wiluaas

AR (BET-multi point) 180 m?/g
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Intensity (a.u)

20 30 40 50 60 70 80

2 theta

307 3.1 stupunaiRsnuusesRIfenduasdisasiiiseiladle Masunanisloaiaa (Zro,-

SG) uaz@sunandflaalimasues (2ro,-SV)

A & 1 @ o A A A v & AdA A &
N3N 3.1 wWRRINGTasTULaslatioNas oy lanizaddtaads loataaazlaoaliinas

=) Aa

% 6 a U Qs % =} d' AG’
VARINNFIIRTANLORADN LrauaLTas LAty laalsasTutsaslatiandiwausansvaaazln

q

AR (t-ZrO,)

= a & (2 [ a = [ 6
INNNITANBINRYDITUAVDIRITAIABNIRLAWD 3 TUAAD mamuﬂaa"lm (WClg),
wan LA e NNINIEAY (HosNgOuoWes Hy0) ez Uil un T n9aash (HiuN1gOuWyp 7H,0)

AaA 1 (= 1 aaa s [ a = 6 a
NUNDAITNA E’J\‘ivL’J”ll 8301 Lidﬂgﬂiﬂ’lﬂdm@%ﬂ%@nia\‘]iuL‘Dﬂﬂﬂl,%m\lvl,ﬂaﬂﬂvlﬁﬁ@ I@] HIMNNIILAIVN

Aaaa v ad A

a39ljisendrsiBiefaulanunuis (dry impregnation) NanuduT 15 wWasibudlaginnmn

'
aaa =

v a wa P [ A
VL@@]’JL‘Nﬂgﬂiﬂ’muﬂmawum‘ﬂ’mﬂﬂ&Iﬂ’]‘wLL@&YI’NLNJLL&@G@G@]’WN‘Yl 1 LLazg‘ﬂLL‘Llll XRD 183

dsalitenlduaasaazli 3.2



A1319N 1 LLamqmawﬁﬁmomUmWLLazmaLﬂﬁmawﬁLs'dﬂ

= & o
LRYBLYURIRITNIAUNIRLA

aaa

fispanssantsaslatiion

13

a

AL YWANRNVDIA  YWIANANVAIAILTI W Auian Suow H+
UJnasen 38930 ZrO, U3 w/zro, , (LLmol/g) *
(m“/g)
(nm) (nm)
15TC 7.9 8.8 m-ZrO,, 11.714 53.7
t-ZrO,
15AMT 7.9 93 m-ZrO,, 3.571 29.8
t-ZrO,,
WO,
15APT 7.9 9.6 m-ZrO,, 3.477 24.9
t-ZrO,,
WO,

TC = @39UR38N1NE A UIITLAUARD 36

AMT = @39 fisenanasesaduuanlutilouanvisian

APT = @assUfjisenanansasanian lufiaunsvsan

* MadIanm H ereasniuanidfaulaaats
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A t+Z0,
O mzZ0,
A o
A WO,
O A
O A 15TC
B
s
>
2
z OO0 15 AMT
15 APT
Ma_y jb /\W o, /\\m
20 30 40 50 60 70 80

2-theta

a

3U7 3.2 Juuy XRD vesdns1dfATene1e lasvinnswnnigungil

U

500 IALTALTER
1waan 3 T2l

NN 1 ugasliiRwINa1sIUATENeS NN TRATITAIA WY INITLAUNA1IN

=)

lddranudunsavasadssd fisonuandrsnu uazwuitauidunsavasaasidjisen

a o & A & A A \
wipNanImauaae l3d Sanadunininnfigada 53.7 tmollg wazannmInasauaNiadha
2189091390 JRsu1esd T esinaINiaTuIznINg Ladniueanuninesdiniaeany 10

6 = 6 ai a = [ Y 1 s 1 aana a > (%
wesidud Ngannd 90 asrsaides iuian 6 Talus wudhdusaljisemissauundises i
waslavtoulasanlos anrisaaunas lsalrUSununaanust @ Heptyl acetate TudSu1un
AN 55.811 mg sasadandadiisdfitenfieIouanuanlmdouumrisian (39.756 mg)
wazaasslfasonfiesouanuenlwilsuninniaian (34.638 mg) MUSIAL LEAIAIAITINN 2
A v & . \ o Aaa X o = o Aaa \ A
Tougad liiAwinanwias huasaassd fasordunuenudunsavesaasel jisen nanfaainu

unsevesaarssdfisorninanudeshassaassdjisewin

n3U7 3.2 usasgluuy XRD 384d19U JAToNLeT00INTRAVBIGNTAIA DY

[ A

IRLAUAD ﬁ’aamuﬂaa"lsﬁ, LL@MIMLﬁU&]L&m’]W&m@% LLQZLLE]%JI&JLﬁEI&]WTi’WTGﬁL@]% I@Elﬁ’]ﬂ’]ﬁl,l’»l’]

=

Ngmwnanil 500 asrioalFoa Llwaan 3 77134 wuIAaWgues m-zro,

N

=

2-theta 24.30 1w

a139U AT NLaSHNNIIIAIAuNIFLanAD 136 waluaaL39l JAseNlaTouana1saseu
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waN LUy NN INIRLAULAZ LN LS NN T IEawA AL W&V WO, 71 2-theta 23.20, 23.60

LR 24.48

ANT19N 2 USunmeAa A msNIa laensnaialasuilanini

a3l nTen Heptyl acetate (mg)
15TC 55.811
15AMT 39.756
15APT 34.638

3.2 nazaslSaImBsasAsARNIaIaniAaanNIasluasasel)izen

PNMIANBINAVDITAAVDIRIIGUTIRIOU 3 Thafs NIsiauaas l3a wonlutilauianm
nisan uazuaulutfsanivisaan NddannuieslvesaassdfAsenisauuualsadsy
woslewitanlasanlaod wodranudunsaesaatssd fisenieisuanvsiauaas lsa da7
unsauinfiga uazanmmasauanuiathvasdisiljiseodiodjisonesneIdiadu

1 [ 1 ana [ [ o = 6 i Y 1Aa
wudaasl Jisevissiauuuaisessuimaslaiionlasanlod anvissiauass laalidTunm

a a 4

A a A A = v a < o
NEaNTWN A Heptyl acetate luﬂiu’lmﬂ&lﬁﬂ‘ﬂq@ "ﬂ\‘lvl,@ﬂﬂl‘ﬂNﬁmﬂﬂﬂfﬂqmmﬂﬂﬁqiﬁqiﬂx‘]@u

>

Imauaan 136 lagdnwnanadud 5, 10, 15 uaz 20 wwasidudlastimnin laaatsadjisen

NlausuiAnIINIsNIWLazNIILATLEAIAIA1TI9N 3 Laz3Uuuy XRD vadaaLssljisennle

u

o

Qs lﬂl
LLammgﬂﬂ 3.3
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A3 3 LIAIAFULAN MBI WLRE IR TVBIaLT9U TN

139U gATen  vwendnual Zro, s Nl UIuna H+
(nm) (m2q) (Ktmol/g)
5TC 9.2 m-ZrO,, t-ZrO, 11.482 24.7
10TC 9.5 m-ZrO,, t-ZrO, 17.764 32.1
15TC 8.8 m-ZrO,, t-ZrO, 11.714 53.7
20TC 9.1 m-ZrO,, t-ZrO,, WO; 10.687 32.2

(5TC, 10TC, 15TC Waz20TC = saisad Ao miasauaaalsdiianudutu 5, 10, 15, 20

6 < g’ e o ¥
WasiFudlasiimnin auden)

15TC

Intensity (a.u.)

AN, o

T T T T T

20 30 40 50 60 70 80

2-theta

v

3U7 3.3 Jduuy XRD vassTalisumisauuudasesivimesladionlasanlod 3nanaadu

o e 77 6 = :’ e
Y]GNL@]%QGBVLS@YI@’J’]&IL?J&IT% 5, 10, 15 LA 20 LﬂﬂiL‘ﬁ%@ﬂ@]U%’]‘ﬂ%ﬂ

Imv‘hmnmﬁqmﬂgﬁ 500 8IFNLTALTOR LA 3 T2 LN
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dl a a s {d‘ v v a s 1 aaAa dl v v 1
#13719N 4 ﬂimmwa@ﬂmmﬂ@mmmu@lmmi@mmﬂmaomLsaﬂgﬂm’mmmmmuma6]

eLsIUnsen Heptyl acetate (mg) SoUaLHA be (% yield)
5TC 35.514 3.5514
10TC 37.463 3.7463
15TC 55.811 5.5811
20TC 50.336 5.0336

NN 3 uaadlwiAwindsad §AsunfeTouannasdadusasiisiauaaa L
USinmanudududraiulieanudunsevesdussd fAsonAuandratu uazannimesay
anwiadhuesaislfisoneol fisonesneiiasuszning tadmussnunsaazd@niioans
10 1asidua ﬁqm%gﬁ 90 asanaaiBoa uaan 6 Falus wudedusal fATomismanuuda
sossumeilafinnlasanloduasisnanasalsdianudududranuwlwdsin undaime da
Heptyl acetate lt/5anmfinanednanin uaasasnnsen 4 Geuaasliiininaanuioslvosdais
UAsesnaanuitutudsiudnadesinuniosueinle anuduniaunnanadiass

2890391 JATWN

Nn3UN 3.3 usasgduuy XRD vasanselfiTiniieTonanansasduissaunnaladi

a

Usmnmanudntudne g lasvimaenigmngd 500 aseisaidos Wuaan 3 Talus wuddie
USUN MV INIFLABIINTT 15 tasiFudlasiinnin AanUSunmnistan 20 tasidudlagiinin
[ ] aana % % [ =1 6 A = 3 6 A ,3’

assljiserismanunairesiviaesladisa lasanlodiianinuesmisanaan ool sz

sonabinuidunsavasaisslfisenaass Jevhlieanudeshwesdnsslisenansseas
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3.3 nazasgamnil lwnsliaasauaaaaias huesd)isen

]
= 1

ﬁ]']ﬂﬂ’]ilﬁ/ﬂ’ﬁw%/a%uﬂﬂ@ﬁL@&JY] m%ﬂ“ﬁ 500, 600, 700 LR 800 DIFLTALTUE NUAILI

9

Uisenie3auarsassuaisitlosliamesves usainadanuiadhdoljiseon usasaszUn

U

A a A a

1 4 &/ [ a 1 aaa s
3.4 WU']’]LﬁQQM%ﬂNL‘WEJ?JWﬂ’]ﬂ 500 1% 600 BIFLTALTYN @1’3Liﬂﬂgﬂiﬂ?ﬂﬂﬁL@]%L‘ﬁﬂﬁﬂLuUN

U

)}

' A & q ! a a & A A
mwmaﬂuwwu 2 dunaliaInnnNNIINIZANLAIVBINIRLABIND Y LL@]Lﬁ@LW&JQM%ﬂN

u

A

A X o ' aaa A =
LNNUWLL® 700 LA 800 ﬂ\‘i?ﬂlﬂjﬂl’%ﬂa ﬂ’l’]lnaﬂqamﬂﬂﬂgﬂiﬂqa@aﬂsﬁﬂaqﬂLﬂuNaﬂJTﬂ’]ﬂLN

>

=) a o vV a 5 &/ Qs
qmmugamﬂmuml%m@mﬁmm (accumulate) asndsianInIuuacNasuaduninuad
o [ 3 o A = I > 1 aana (= % [
NIRLAUEEN U6 (WO;) LFAIAITLN 3.5 3w XRD B840 U JNILIRAULUAITITU

U

v
o o [

Eraslabun lnaan o anaaIauNIFALARa bIANANNTNTY 15 Lasidudlautiivnn laglw

a

mm%"auﬁqm%gﬁ 500, 600, 700 WA 800 adFLTALTYR LwIan 3 TN wud%ﬁaqm%gu
z =) 1 Q { o 1

FIUULAK 600 aIFLTaL TRz UNANATAINAN WO, pENTaLan NFUNILY 2-theta 23.20, 23.60

v 2 ni a' n&’ 1 =3 = .J s A

WAZ 24.480 MNMITIRANNTAUTMANTUN LIV ATBINANTIA 1A DTN AIAN319N 5 LAZANKE

muadSinmanuduniadisinaiia NH, TPD uaadaszin 3.6 wudianadunsavesdanss
aAaa U 1 = 1 aaa A 1 Q 1 aaa dl v v dl

Ufseusainasannsasnuiashassanssljisen  Sewuheassdfisonnldanusoun

a = o a = a
60003 L TALTYR LUWLIRN 3 °IT'JI§J\‘1 Nﬂ')qwl’ﬂuﬂi@q\‘i‘ﬂq@

a7 5 usAIgIENLANIMBA BRIl fiTinisanmeilaniisnlwanuieuwuuy

mlﬁm‘ﬁ'qmwgﬁ@m 9
an39UPATe  vwendnual Zro, ww
(nm)
WZ-500c 8.4 m-ZrO,, t-ZrO,
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