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ABSTRACT

Preparation Metal oxide (Cu,Zn,Al) by co-precipitation method of (Cu (NO,),*3H,0),
(Zn (NO,),*6H,0) and (Al (NO,),*9H,0) With Na,CO, ratio of Cu: Zn: Al was 6:3:1 and calcine
at a temperature of 350 °C for 3 hours so oxides formation CuO-ZnO-Al,0, or CZA and prepared
zeolite HZSM-5 by doped Zr in ratios of 0, 2, 4 and 6 %(w/w) at incipient wetness impregnation
method. Then , Calcine at temperature of 400 © C for 5 hours and verify identity TGA technique
for the decomposition of Al,(CO,),, ZnCO, and CuCO, temperature range 153.488 to 423.257 °C.
Weight changes 7.963058% , crystal analysis and amorphous section with the XRD techniques
found in CZA before calcine was CuO and ZnO, but CZA after calcine found CuQ.In addition to
the HZSM-5 zeolites , The peak of zeolite slider to the right to increase the amount of Zr is added
to the experimental results match analysis of the chemical composition of technical elements with
XRF that showed before and after calcine of CZA elements found Cu,Zn and Al didn’t significant
different. Similarly, HZSM-5 zeolites found the quantity of the Zr volume increasing by 2, 4 and
6 % respectively. In addition,an analysis of surface area and pore volume with BET,found surface
area of CZA is 87.92 mZ/g, the pores volume is 0.3144 cmsf’g and the average pore diameter is
222.9 nm. In zeolites HZSM-5,filled with Zr 4 % ,as a result, maximum surface area is 509.4 mzlg

make the pores volume increases to 0.9117 cm3/g and the average pore diameter is 24.09 nm.

Keyword : CZA , Zeolite HZSM-5
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AMaNA DME LPG LNG | wmwea | sinfu
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gas Inseadrund CH,0CH, | C,H, CH, CH,OH |-

A1AeA (*C) -25.1 -42.1 -161.5 | 64.6 180-360

AU UUUUVBUNAD 0.67 0.49 0425 |0.79 0.84-0.89

(g/lem’@20°C)

ANDNTUNIE (Reunueinia) | 1.59 62 0.55 - .

anuauledud (atm @25°C) 6.1 9.3 246 - -

Air ratio (kg/kg) 9.0 15.6 - 14.7

Explosion limit (%) 3.4-17 2.1-94 | 515 5530\ |-

AN 55-60 5 - 5 40-55

Net calorific value (kcal/Nms) 14,200 21,800 8,600 - -

Low heating value (kcal/kg) 6,890 11,086 11,961 4,800 10,150
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aula MDD
gasTassadumaund CH,OH
mninTuiana (kg / kmol) 32,042
yafea’c) 64.6
yanasumal (°C) \37.%
Relative density 0.79

ANUMUMUYBUMaA(ke /m’ @ 20°C) | 791

Heat of formation (MJ / kmol) -201.3
Explosion limit (%) 5.5-30
Gibb§ free energy (MJ / kmol) -162.62
MAINU e

]
[

S
wennnHimueadilauifmilednga(crtical properties)fio Hgungiiingai 512.6

L'

Ay, ANNANIngaf 81115 uartFu1msinga 0.118 m’ / kmol
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1. Combustion of Methanol
wmueammsnian sk Il 18 Tawdiofanisin IndezWesudregluguia
s % y 3 Yo
msveulasenlyd uaz o uaaslddeauns 2.1
2CH,OH + 30, —> 200, +  4HO0 2.1)

Methanol Oxygen Carbon dioxide Water



2. Oxidation of Methanol
wmuearnIanan1seand lag 1d lasn1svihldidlunsalae Twunaden lalnsiua
(K,Cr,0,), Tmfsulalnsma (Na,Cr,0,) n5e Tnuna@eunlofuuanuun (KMno,) Tagas

wasuTeglugveslesiadlan uanalddsaunisi 2.2 uaz 2.3

CHOH —> H.CHO + H,0 (2.2)
Methanol Formaldehyde
H -+ 0, — N0 (2.3)

3 a a 7 a d o A dad a 5 a = o o
mu@aﬂm"lwmmumnuwa ﬂﬂihﬂﬂulﬁﬂ‘l’llﬂﬂ“lluﬁ"iilﬁmﬂﬂﬂTi‘EJ@ﬂ‘b’vlﬂ“h‘ﬂ‘U

pond ladaonud ldiuesinueda uazfadhudamsveulaeenles uazidely &
wanaluaunis 2.4
HCHO ——> HCOOH ——> (O, + H, (2.4)

Formaldehyde Formic acid

3. Catalytic Oxidation of Methanol
a aas a @ Y o aaa ¥ o @ ¥
manalgRieeensaruveuNIINoaR LA NI ATEM U A s0vi1 1 laons 19
¥ Av & s 79 91 Y 1 &4 s 4 a9
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Tdegraiuane

4. Dehydrogenation of Methanol

wneaannsagneend laditluesiadled Tasmsvldiumueanamaihuvale

-

vunevilesiguungil 300 esruwaidve lalasou 2 ezaeuazgnida (climinate)natodlu

23 = aan a a g :i‘ = 1 . o
unalalasiou mﬂgﬂsmmﬂﬂmuu 1380731 Dehydrogenation A404N17 2.5

Cu 300°C
CH,0H ——y BOHO + H, (2.5)

Methanol Formaldehyde



5. Dehydration of Methanol
wmueaaunsanaUfised e idie Tasmsumuiidaensasanin (sulphuric
acid) Tutfsoudaiiiulamfiadama (dimethy sulphate) s I8Faaumsf 2.6
Concentrated H,SO,
2CH,0H ——>  (CH)S0,  + 2H,0 (2.6)

Methanol Dimethyl Sulphate Water

6. Esterification of Methanol

a oA

a aan o a o a0 [
wnweanalfisenunsasunsainailuarsiieglusiveusames Aseuns 2.7

H
CHOH + HCOOH —=———% HCOOCH, ~ + - HO0 @.7)

7. Substitution of Methanol with Sodium

s aan o i - Y o = a o @
wmmeanaUgisanuTudennigungiveslaund laTaswiluniadus duaaq

1

an )

Tuaums 2.8 Jmsfalisniindwiumanal §issves lx@ouduumvea
2CH,0H '+ 2Na ~——> ' )CH,ONa + H, (2.8)

Methanol Sodium Sodium Methoxide Hydrogen

8. Substitution of Methanol with Phosphorus Penta Chloride
a ana LY o { a a d
wnueaalfiindudeaesanunzaae lsangungives inailulalasiou

naolsd wianaelsdGide aaolstimu) wazeaneSanan lsd aaaunms 2.9

2CH,OH + PCl, ™= Al i CH,CI +  POCI, (2.9)
Methanol Phosphorus Hydrogen Methyl Phosphoryl
Pentachloride  Chloride Chloride Chloride

9. Substitution of Methanol with Hydrogen Chloride
o aaa v ¢ a o) a a
wnuealfnsernulalasiounaelsd ifmilluwiianaelsd m3e naels

=t z L] = L
i) uaii Taele Dehydrating agent (19U Faananlad) Asaun1s 2.10



ZnCl,

CHOH + HCI —>  CHC + H,0 (2.10)
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3CO + 3H, — CH,OCH, (DME) + CO, 211

2C0 + 4H, - CH,OCH, (DME) + H,0 (2.12)

Ujizemsdunsizviuniuea

2C0 + 4H, o 2CH,OH (methanol) (2.13)

'
UgnsnmsviauivesunIuen

2CH,0H (methanol) —> CH,0CH, (DME) + H,0 (2.14)

Shift reaction H3® water — gas shift reaction
H,0 + CO TP~ H, + Blod (2.15)

auM NIRRT 2,11 uag 212 naasntsdansied lawiadines

o a aaa =1 o A o/ a
Taeassnnuiadunsied Tasaumsmsiinyfnseni 211 halfsen nsdunse lawia

B

= 4 o GV 4 d [ 1 ¥ 1
E]Wlﬂ‘ﬁ!'lﬂuﬂﬁulﬂiﬂ‘iﬁlu LHag LLﬂﬂﬂ'ﬁ‘lJﬂui.lE]u‘ilﬂul“lfﬁ 1u0ﬂ‘ﬂﬁ?um1ﬂﬂ I FIUFUNITNIT

a ana A g aaa @ % a d s o v o
algniei 2.2 Whwlasemsduanzid lawiadmesn udalalasiou uas ufe

=]

o o ) 1 T o é a oa = e 3/ = =
aiveuuouenlad Tusandauminy 2 FlunndfiiRes Tl§iserdafes fe aunisns

=

{ e o a aaa 3 aaa
MAURATON 2.13, 2,14 Laz 2.15 inluAIe Tasaunsmaialfseiz vl fisoins

[ 1 a 1 ] [
Funsgniveaninuia lslasnuuasunansvounouenlyd Iusas i@y 2

a P YUY a o

aan 9/ g’; a aan @ o U o =)
wadgnso ldunivea Jduena mndusziiadjnsenisuiai Idndasuandu lawia

[
=

¥ ' o e a aan { {
Bime uwazihodeaz Twana sulimannaunisnsiied §azen 2.14 sxgriddeuliiiy
214

¥
=

a o aan = { a é‘ o
uialalasou waasluaumsmsifad§azend 215 TaoufalaTasnuiifatuilszgmiy
o o3| ) a aan a a o
nau T ladumnsasduluaunmsmsifad§izonnsdunsied lanfiadmes Tasassvnuie
ol P [ o Y a o an o S0 9 ¥ d Y
duanzdyslianudagmlvinadgnioimsdansizr ldedeauysa draun1snis
= oy ri' o 9/ o Ao @ ' . ey e.-:'
madnserdi 2.15 angaseimsdaunsedmmvea (@unismanalfiseit 2.13) uag
> = o an ! as
URATeImsvIauIveaumIuea (@unisnisiial§ased 2.14) awrsasiudwiums

o o a [ 74 s Jy = aan o
Funasigd lawiadmeininmsunadunsizd Id(@umsnsinad§iond 2.12) Tunis



11

a = a = aaa = é 1
unsed lawmiadmeiTammnsondn ldnnaumsmsiAaUfiTend 2.11 uaz 2.12 Tasduog

o W

' oy oW e GE Y}

usasawvena lalasuasunanivouneusn lvanilowdi 1

aaa o a 3| aas

Ugasermsdunniz lawdadimedifludfiserntoanuFouge 74
anudidgy lumsmvguenngilumaial§isenunaninlfitomsduanziunivea
ieannanuieulumsifalfitergendt Taeia I luszuuildduswfisenindunan
o o . . A v A a ¢ 4 , '
WNT-UDIYY (Gas-solid reaction) uazidonl¥AToIURNIalUDUILALY (Fixed bed) e lu
aan a/ a [ 4 = s ¥
Ujiiemsdunsnzd lawfadimesnnuiadunsigd msldinTesdfnsaluvuuaiiaiuee
I - A ] P a & “ o w a o ' ¥
dumserniiszasnnuieununinueenainag odtfnse uazdunadumieanudounisly
inTosnsal 1die Tudenldinsowfnssluuunyiuaoy (Sury Reactor) 110091 Aaierag

i 2.1

=h.

[E—
: DME. COz
P unmacted CO, K

Heat exchange
pipe )

Rt
Staam

C ataiyst slurry
(Catalysf +
soivent oil)
Gas distubutor

b

Reaction formu'a L e S | IR 8 Y

~ & a L4 ) o aan as ol a o o
71U 2.1 isevdgnraluuuwvIvassd iUl e Funa iz lawfiadmes [5]

o I A - ' 0 )
vngtziiudlnssadvesnionljnsalvziunuuiin Tasudaeit i §asen

é = QAo § o 3’-‘ !
Tugduvyvvesves Fezifalfiserlddvuiiovilusuuviuass Taefiarsuvivasens

@

Usznewlldrednhazmendl dusediseriioyninuuiaidn (fine catalyst particle) Harueg

Tasdviazaeildeziiinnmgarmdenuazaimsihnnuiouiigs vildnwdeuiifa

=Y

o |aaa A v o ' 4 o q¥ A
iﬂﬂmiﬂ'lﬂgﬂiﬂmﬂﬂﬂﬂﬁu (absorb) IWUW'}Vnﬂza"IUﬂU'N53@!331’]Wiﬂqmﬁﬂuﬂ’mclulﬂiﬂﬂ

U

o/

a = o ' { & d oA a
Ufnsaifinnwminawe uazdoutund dniuuunisdwiiozarunueungilunis

ol

a aaa 4 V9 o aw Ay ' ] @ ana A
nalfiser wenniniidaimudfediialutesguiazaiuudusvesdusslfisenilely

4 = w ' el 4 a Py
senlfnsaluuuuvivacey dafesniilduniedGnsaluuuuails



12

232 msduanzilauiadmesainmuniven

4 g & a o o '
mmueagﬂ'l*ﬂ’uaw@mamwmﬂummwmﬁmim:wwmﬂswu U N9

=

ki -ﬁ'{ o s’g = 9 = 1 2 9/ A = Qe
w1 Indluns ogeud nazivadiyemds Fedeideodianilavesms Ifiunuea fie Tauidlu
a Ay 1a A et Y o 2 Yt a A A 1 -:iJ
msyaaad A luszuumsstudniimsyadieniseade laimswanuieud luyvunanil
L E!'.ﬂl# 1 Ted
Taomaduasduduieao1¥iAnnI9aRaRiadu (1 MTBE (Methyl tert-butyl ether) uaif
Tamuiiesnnidalan Uinumegaszida Fier0hififasunsield Salnmshmmuean

= I~ v a o ¢ 4 a 1 o a

waswihlamiadimes Fafinnwauisalunisyaiiand: wazansmiwindalu

L} ~ e Qr %’ =
gaamnisulngq 18 Taswniuea 2Tuanafadifseinsviat 18 lawiadmesuaz

'
=2 o

%’ ] 1 aan -:; 3/ a o an e/ ?,’ d‘{
ednar 1wana Haaasalgainnldlumsfalfisenisadaiveauniusaiive
{ =1 a 1 1 a1 a d ad 1
waew Ll laniadmes aaulnaidudnssfidomanveadaiilunsa 1dun 51olad
a 1 aa a < £y
¥iiasiee Fam-ezgiu ey
=y aan n 9 aan o - an 8 A a Y] 4
wmweadmmsanalfaser ldnarwignse lavanlgisetuianiadaai
Idvarnnate 1y Wesiad led witavesa aiueuveusnled msuoulaoenlad waz'la

wiiadmes Tnsvzfadfiisuasduvesunivon Awdnsgiii 2.2

CO +2H,
CH,0OH -—+H,#+CH,0 ——— HCOQOCH,
+ CH,OH
-H,0 H,OCH; ———> Hydrocarbons
-H,0
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Low surface area < Im’g | Essentially ground glass
Non — porous Alundum (-Al,0,)

Silicon carbide

Porous kieselguhr
Pumice
high surface area > lng_l Essentially natural silica-alumina
Non — porous carbon black
Titania
Zinc oxide
Porous natural clays

Synthesis silica — aluminas
Alumina

Magnesia

Activated carbon

Silica
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Bases Amphoters Neutral Acids
MgQO (2800) ALO, (2015) MgALO, (2135) Si0, (1713)
CaO (1975) CaALO, (1600) Si0,. ALO,
ZnO (1975) TiO, (1825) CaAlL,O, (d1535) Zeolites
MnO (1600) ThO, (3050) Al phosphates

Ce,0, (1692)
CeO, (2600) MgSiO, (1910) Carbon

Cr,0, (2435) CaSio, (2130)
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CaTiO,  (1975)
CaZnO, (2550)
MgSiO, (d 1557)
Ca,Si0, (1540)

Carbon

d = decompose
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2.10.1 Thermogravimetric Analysis (TGA) [10]
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2.10.2 X-ray Diffractrometer (XRD) [11]
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2.10.4 Surface Area and Porosity Analyzer (BET) [13]
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GEEGE
= - o sl aaa S A
P.S. Sai Prasad 2z AR (2008) [17] ANy uRINY Ansensomuudoslansud
1 ¥
UAANANALUD TAEMIANAZNONT WO CuO-Zn0-ALO, dwmSutuneumsdunszium
1 ¢ A ] o o) [4 ! a9 il e
wea wazladle ladmehns duns vt lawiadimes Tae 44 e ladaeriiafufe Ferrerite,
' (% saq & o/ "
ZSM-5, NaY ttaz HY Tagauueuuniaoen ladn e Tudasiain Cuo 50 %wt , ZnO 40%wt
way ALO, 10%wt taziwild Fle'lad W lddaavesniuidlunsa-arsi 5.5 himsanaznou
1 =t w1 3 [~ i
s laeldlaRounrsveniludisasanngneu Tassanuiiunsa-aragatoie 105 -
[ 1 ¥ ' ¥
11.0 AIUANQUNYITENINMIARAZNBNH 70 peruraiFod Junauineld 3 ¥2Tuanniu
¥ & a { oy &
nyssnznouudInafiald 1691 Tualuguugivies eufigunail 110 ssmwaiFoa 12 ¥21uq
o = @ o U Y a9 o o’
wwaa lenif 350 esruwaiBed 559 Tue i linaaeuendnusidiumaiin nsgady
TuTasiou, XRD uazuenTuifloy TPD uazwud CuO-Zn0O-ALO Ferrierite 1WA1n151800
a o et
Y03 lawadinesaiga
= o L4 a o 4 [2d
Dongsen Maoa M@z AMY (2010) [19] AnwIMTFUATILH lawwfiadmesinune
Funnziuudnsw§izer cuo-zno-L0, fudTe'ladyiia HzSM-5TiTe/1010uA Tuil Tae
[ U a { o o o
Yuganaruvenend lnHiniin1siveaslu0-30 % wt) Tagviasmanlu Ball Milli¥luaad
& 7 =t & ) <3|
2 92109 e l91if 500 esrmuwaidoa 5 4 Tue weruAy Cu0-zno-ALO, HlumsmasgIu

Tavl49na 1991 HZSM-5 iFeuoudTudl : Cu0-Zno-ALO, = 1:4 ¥iimsnageulszanTamw
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Reza Khishbin #t83 Mohmmad Haghighi (2012) [LJAnyimsdansizidnsal§asen
aumMAuIIN  CuO-Zn0-ALO, ssnladisazatsnialumsaniududu 1Tuas Tu
] 1 I+ 2+ 3+ o 1 (Y ol QU 1
oAU [Cu”] : [Zn"]: [AI'] =6+ 3 :1 wazl 1) 1dlud2gady HZSM-5 Tusasiau Cu
Zn : Al (CZA): HZSM-5 = 2:1 simiuvi Ifanaznoude3s maanaznousulasldsands
%174 (Combined Co-precipitation-Ultrasound) ttazyhmsif3sufisudnuasnianisnimves

Y Yo 4 a aa o Y4 o ) '
aynai Idnueynneson Tae3tmsvi 198181 (mpregnation) taznsanaznoudylag
AIHANAUNIIN 1N TN (Co-precipitation-physically mixing) Tﬁﬂﬂﬁﬂﬁﬁq*ﬂﬁmﬂﬁlﬂyﬂjﬁl')ﬂ
imAtln XRD, FESEM 1agBET Wu31 1Inmsdinsiziiamilagmailn BET eyniniinseu
Ae7% Impregnation, ~Co-precipitation-physically = mixing 1182 Combined = Co-precipitation-

o Qv =) j Iq
Ultrasound A1® 22.5nm, 10.7am 1@g 11.1nm AINEIAUAEMATAXRD tazuiavesiuiing
Y84 CuO-ZnO-ALO, A9 HZSM-5 11f1 102.3m’/g,171.2m"/g Uia% 142.7m’/g amdduaemain

” ' DA
BET M3N35£90AIU8381A1A CuO-ZnO-ALO, UNHZSM-553W U NA190HZSM-5gnindoy

T o y [ o
A2WDYNIA Cu0-Zn0-ALO, stailuszifiou iivsnnnduvesdaniieia

Kitima Pinkaew 42z Aoz (2013) [18] 1dvhnsfinut dusalfsouniya uuy core-
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= @ = [ A o o a o o o ow s & [
undgaiFeadd luuunfeIn edansizd lawiadmesninunadunsizd Famsyiuigs
9 = 1 oA & a = Vet o
AumMwiiMinzauuazFeudie Ao NSINGUIFINIENTM (PhyC) GuusnldTinisiamnlu
Tasea¥1e droununaralua 8414 silicoaluminophosphate  (SAPO-46) s sy lunaiga
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Crzno Taedsmihiavelunteziuisnamnsnyedeld insldauediaunivais i
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ansaundymidang ludmgaannssumsimsondlo laaae3smsdansgiuuulalas
¢ Y asad o qy o =t y s o y o
mosuea AwITHM I unK Crzno el Tassardwanysanndymdiuanuiouuazmisna
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3.1 Unsaimanaaey

3

o o = a 1 aaa d 9/
minaaestiitlumsfnuinmsiadusalfisereen ladueaTang(Cu, Zn, Al)AIY
mse Tanzzouudle'lad HzsM-5 Wi lFlunmsnanlawiadmeosvinudadunsizy davi
mswssudnslfisediemaiinmsanazneus w nazmaiaduguuuuwediusumaiin

Tasflinn (sonication) Tagglnsaifi 5 lunisnaneilsznoudie

311 gunsaimmmsendusedfiien

i, Water bath MEMMERT §% WNB 14

2. frnes iy vamindy

3. waimesiazluniu

4. 1A3043Af1 pH DENVER INSTRUMENT §3 UB-10 UltraBASIC
5. gagiunsainminseq

6. ﬂi%ﬂmﬂ‘iﬂdmﬂg 4 Whatman

7 191191 (Oven) MEMMERT, UNB 300

8. I KT (Furnace) %1%, L9/12P

9, Tﬂ@ﬂﬂ’ﬂu‘ﬁu (Desiccator)

10. 17504 ultrasonic sonocator MODEL1860QTD
1. esedinngimanlaonutlaniminuesas laserdonaauiianig
AMuFou (Thermogravimetric Analysis, TGA) Perkin, Pyris 1 TGA
3 ¥
12. 1909 UA5 1L MTReNUUTITIONT (X-ray Diffactometer, XRD)
BRUCKER AG, D8 ADVANCE
A =) o o =
13, 1AT99 AT IEHeIAYIENOUMUAN (X-Ray Fluorescence, XRF)
Siemens, SRS 3400

4 a & a
14, (AS04TIAS I HINUARD (Bruneur-Emmet-Teller, BET)

Quantachrome, Autosorb-1
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3.2 MSNIAUMAZETIANN Y

I Winau
2. @leo'ladwiia HZSM-5
3. ETHGTNT (Z:OCL,*8H,0) 1n5AT1A51¢H UTHN ACROS

ORGANICS 31n@

4. aoliled lumsa (Cu (NO,),» 3 H,0) InATATIEN USHN APEX
CHEMICALS 9119

i FIA IUIAsA (Zn (NO,),» 6H,0) 1nTA%ATIZH HaalasyuFyn APEX
CHEMICALS 9119

6. pegilifion lumsa (Al (NO,);9H,0) 1nAMITAIATIZH UTEM APEX
CHEMICALS $1A9

7. TaRoumiuoiua (Na,CO,) 1n5AN151AT1EH USEN Sigma-Aldrich

3.3 ITMInanel

331 mamsenausalgitewan
3311 pumsandadaliiineenlualaaldismianaznouion
o Qs U aaa U d =y o'
Mimsanaznouaslfasemauszninaesdides luasa 4 lunsanasy
=) W ! & o o 4

prgililonlumsa (Cu0-zn0-AL0)) ludasiaau 6 : 3 .1 Fulusanduimuzanluns
o s ~ (4 a a A 1 3’;
dunsed Taomisumsazaronotiles lumse e huasauazesgiiionlwasa deviniu
o a o [ [ [
ihasazae luasaduaisagate Isdsuarsvoualdlunsssuenauazdu inisvea

asazae luesandont5u pH 1fmdy 7 daenisveadisazate TmReuniveua Taovea

' ¥
= o

¢ . " o -] '
asazatwasludninei T3 DI(Deionized water) warnfunelanamiEavyu 300 soune
= a ) g o 4 o Y o =
wifl Tugamgil 70 eruaaiiea vaeninsinisanazneuaivduliiinisuviuaosi
a a Yo ] <& g & v 9 ) kY
gungilian Tagldatmsnamihunar 1 92T siniunaldanaznou liUszum 1 Au uda

i Y / / | o ] 1 3‘.
mmsduagnouil Idwioutveundsiiguvgll 110 ssrtuaadoa Wurar 24 49 Tue 9101iu

o = =] o a o,

mnswaznsufieuaiimeldanuduussoimaguugid 3500 uraFeaiiuma 3

3 1ue Taelisasimsiinganin 3esemaiea/ i



45

332 madnulsdedBIBugauuLWed (Incipient wetness impregnation method)

317 3.1 msdaulsmsazaedre T uguuLned
MINe HZSM-5 @18 Zr AEnisuuuitiduguuuuned vivldlasneaaisazate
2:0C,8H,0 Tutlfunu 0,2, 4 tiaz 6 % lavimin fsson3aeund® o ladyia HZSM-5
TaoBinsfifemsazatonuna 1oy Aoese5uR VAL pore volume Y834 To'Tad ¥1n3 ey
Iiddurlssuim 30 wiidionios Totiames udahluszmeasasaedan ndnimned
Tasvmsduomneeniidiila fuzar 149 T ﬁﬁ’aﬁ]m&uﬂw“lﬂeu“ldmm%uiuﬁauﬁ

gamgil 120 °C Wwnamilaiu uazi1 linlueinie (Calcination) Agaivigil 4000 € 1Hunan

591734

s d 3 1
34 NINIIaaUdNANYM (Characterization)
=y 9 9 A - . .
341 0 AT1A0UNOANTTUNNANUIOUAATOY Thermo Gravimetric Analysis
r ' ¥ o @ i =y
(TGA)  Wipdamsnldeuwnlasmaiminvesmsanoii uunazrguygi
o o A
342  ASNABUANYUTHANUAYOTUYIUAILIASOY X-ray Diffractometer (XRD)
A a 4 n:’t’ o a d o e 1 aan
MBAATIEHMIRONUNTITDNTYO T HATN
' v 4
343 aivaeuliuiusIgednlssneunInnTod Xoray fluorescence spectrometry

(XRF) Winn 1z isigeentlszneumunivesdus wlfnsen

I
=)

344 mnaauma@ﬂaﬁuma A1UATN AILIATE Surface Area and Porosity Analyzer

A = j 'n o/
(BET) 10 URT 1 HUNAD V1IAgHIU HaMIsNIEIIeaIveIgng
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wanmyIdeazenlsewa

msasen lavzeen 4 (Cu, Zn, ADuaziie lavsZouudlo lad HZSM-5 iialdiTly
al [ =) o =1 ar 1 aan o
dsslunszuiunisniia DME TagviimisaSenansalfiseroon ladvoalany
Fl - ' e = o =
(Cu,Zn,ADRuinatianisanaznauiIvsazide lave (Zouudle'lad HzsM-5 TudSuiw
AU flo 0, 2, 4 uaz 6 % AremataLUFULUUWAT WA UMATIA T TiiAN (sonication) WAz

mmsanywavesSua zr nldeuly

= d = :’ o Ay v v
4.1 fﬂi’Jlﬂ'i']g‘Hﬂ?‘ilﬂﬂﬂullﬂﬁﬂﬂ'm‘l—!ﬂﬂli’)ﬂﬁ'lﬂﬂﬂﬁﬂﬂﬂﬂ”ﬂ?"ﬂl‘mu a8
mAHA Thermogravimetric Analysis (TGA)

VINMIINMIANALADUTINIZHII(CUNO,),» 3 H,0), (Zn (NO,),» 6H,0)az(Al

(NO,),» 9H,0) 3Byl Na,CO, AI06a51d 34 Cu:Zn:ALIMA 6:3:1 AIUAN pH IMIAY 7 e
a1 e - 4 A Y o

RuNNIMIAY 70 Dariaiiua v¢ ldasdsznevsen o Cu0-zno-ALO, 1o CzA udah
4 of . %‘ o

M3 ATIZHAIEMATA Thermogravimetric Analysis (TGA) ieian13ldeulasmaimin
yosmsared i luudazrsguvgdl Felunsulfeuntsannazysguugiiianudinysde
15181 Calcination vesaas 1fAse1een lad(Cu, Zn, AD Tasdamsaeunasvosans

a o A & a 1w = '
gungil 50 - 900 esruralFed nazlienTIMIIANTUVEIgUHYTWIAY 20 DeruvaiFuase

HIN ' : YR
N«\ M""‘Myﬂ""""’“"‘*““\h&w‘{ .
- e, U I 1.

v ll A ,.f ]
| 7o l ‘._u‘urn'v( \ 1‘ - |?
€. \ 11‘ 1 e
§- v ! \ -3
ol ;
- 5
WL
N
J

......
sa e 300 350 5o 350 o) 750 woo voo  eeas
Temperaturo (°C)

4 i ¥ @ a s 9/
510 4.1 wed Tuunsuleunlanimminues czalagodsauiianisniuiou
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1A7U7 4.1 nunmsdetimsiasunlomann 4 939 ¥R0IAENRgUMR 50
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s o y s & a 1 e a .
oon lwauazmiveulaeen lan Fannguiwunigungi 150, 255 1az289 oaruraided
o a Qs
Lﬂuqm HOUMIARTUAI(decomposition temperature,T,)UD AL(CO,),, ZnCO, uag CuCo, ri'flu
e s 4 o ad

a151sznoveen lyduasmiven laeen lad (23], [24], [257 Tasudaningavgiii 289 aam

o a/ 4 s q' g
I UFON VEINUMITAAILAIVEI CuCOUAY ZnCO,  11189910A13 IHBATINTINNIUYDY

S oy o A

a 1 o = ' % o [ A 5 = @ ow
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auMsN 1, 2 4ag 3 MUaIaL

AL(CO,), —>  ALO,+CO,  T,=150 o9ruaaisod (1)
ZnCO, —>  Zn0 +CO,  T,=255 oaruralBed (2)
CuCo, —>  Cu0 +CO, T,=289 oafusaiiua (3)

uazsgantefigungiua 423,257 osrnaadua 91800 easwadoa iWugavgi
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nensialfisemniasen lod Failumsnfaeuudauavesduial§iioreen o Saviale
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42 msannzvdnyackanuazedug i uswlfiter drumatia X-ray
Diffractrometer (XRD)

4.2.1 wanmémmu%’a?nﬁnoﬁmmCuO-ZnO-Alzos (CZA) fovanaawnii
Qv 350 BIANTAT

MInMsiiAs e msdsenoueenla Cu0-zn0-ALO, (CZA) Aaomnilanisiasuuy

d o

4 { oW ~ & o 1 v i
voeiedidng TaeSufiyuniiny 5 - 80 oam HsuuunsdeanvusdidndAounasndumi

Qi 350 parnvaie 111 3 %3 Tue Az 4.2

(b

't (2)

[#80-1917 CuO |

TQ !T!T!TTTT ik A

#36-1451 ZnO |

IT . T ???‘.’9@

& #46.1212 ALO.

Intensity(a.u.)

P

2-Theta (degree)

a{ g v oA oo o 1 o
E‘I.I‘V] 4.2 g'lJLL‘IJ‘UﬂTiLaE}’JL‘UN‘NﬁL@ﬂ“ﬁﬂ@Nltﬂ&ﬂﬁﬂLHWﬂdCZA

4:{ d:l o = t:%J o o o o a 1
1NN 4.2 WehmanSeumeugduuumsimenuus e nguoId1sa10819 CZA
ABUINT (a) LAZHALKT (b) WUI1 CZA NOUIHI WUNANA UK UG 2-Theta MDY 35.481 LA
Y] v oA & o S0
38.693 A@ARADIAY WANINIFIUYOI CuO [JCPDS nuutay 80-1917 1 dutluia Monoclinic

taz @MU 2-Theta (A 32.152 1Az 34.660 ARARDINY AAUIATFINUDL ZnO [JCPDS
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HUEaY 36-1451] Futluim e Hexagonal @9 CZA waURN (b) wuwwmtmm 2-Theta
WY 35.627 Uz 38.747 AoAAdBITU CuO [JCPDS wutwiav 80-1917 | Taglulsingfind
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= 1 v ad o [ ' '
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g d =

422  wWams@euSidsndvesdilelan HZSM-5 NHYSH M Zr MU 0,2,4,6%
M A u Y a o i = & oo
1Inmsiedlo ladd0 5B uguuuuwed Taon5ile zr MRV 0, 2, 4, 6%
A o | a =t = & o a '
nnUWhIMIEINgungl 400 satuyaded 1Wunar s lue udiimsiinsigias
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2-Theta(degree)

{ ¥ ) C:d 1 LY
7171 4.3 sdupumIsReauTEdngued e lod HZSM-5 RUFIIGVY Zr IMIAD 0,2,4,6%

¥

gl 43 Lﬁaﬁwmﬁnﬁﬂmﬁﬂug‘1JmJumiL?;tluuu%’q?ﬂﬁﬂcﬁﬁjmmwy’mfjn a
To'lad HZSM-5 TS uauee Zr Wi 0, 2, 4 uag 6% wuh #1e'lad HZSM-5 () Wufindi
Fau 2-Theta WRY 7.90, 8.780, 23.03 , 23.862 ua 30.324 ¥ 1e'lad HzSM-5 AiflSua
Y83 Zr 1150 2% (b) WURATE UM 2-Theta 11170 7.947 , 8.823 , 23.083 uay 23.911 &
To'lad HZSM-5 AflUS a0 Zr iy 4% (c) WUTATA UM 2-Theta 117y 8.053, 8.923,
23.141 ua 24.004 3 1o'lad HZSM-5 A5 1a1ve3 Zr 1T 6% () WURATIGLMUL 2-Theta

WAL 8.043, 8.969, 23.180 LAz 23.014 Fiaeandadnuinunsguves Fle'lad HZSM-5
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[ICPDS wuwiav 49-657] UBNINUGIWUNANTOAAARINUAALIATFINYBY ZrO, [JCPDS
HUWIAY 17-0923] NAUMUG 2-Theta 11D 30.414 , 30.450 1Az 30.467 muaAUAiAved
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91NA15197 4.1 WU denisveaiing To'lad HzSM-5 HiBuaves Zr w1y 0, 2
4 waz 6 % Hmsdoudunii R 2-Theta 1nTu Tasvedamaiiufiafians 2-Theta Wiy
30.1 - 30.5 Tdnwazuldeunlasly #19inmsei 42 vzdiudn anuduvesiind 1o lag
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¥
Wl luTnseavesdle lad HzsM=5 vilmiAansiaierves Tnssadunand lo'lad

o Ya o

HZSM-5  Jahldfiafieg 2-Theta 411110 30.1 - 30.5 DanwazgUitufdsuntaslynng

= Ll 4 o 1o o 1 [V - ) !

% Te lod HZSM-5 MU WImves Zr M 0 % Asgtuuumsitenuusidiondaina1n
DINMIMIUINMIAURAGVUIABYNIA AIUAUAT Sherrer equation WUTIVUIABYAIAT

i o R |
Tatuur Tiuanas Worimside zr lulS My (ManuIn «, 71)
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maef 4.2 uaasmaFouiouanuduvesfinunasgiuze fudle'lad HzsM-5 ATUS W

VDI Zr 1A 0, 2, 4 1182 6% NAMMU 2-Theta 117U 30.166

YSuar zr 190 1u% 1o 'lad HZSM-5

WAWIATIIU Zr 0% 29 49 6%

Intensity 100 50 49 107 111

a d d = o T aaa 9/ )
4.3 mi‘Jtﬂi‘lx‘H?Jdﬂll‘ixﬂﬂUTINLﬂN“UENﬂ‘J!iQ‘IJQﬂiEJ1 AIYLINAHA X-ray

fluorescence spectrometry (XRF)
4 s I aon 0
paAlszneUMuUANveIANIWGATu1 Cwzn/Al nadouTaulddlelad HZSM-5 ¥h
a/ g/ o = ey a (] = di a o 4 d'd. 1
msUTulyeaeees Imien TFMIBUGLLLUWOA meAnTIEHMenlizneuvessigiioy

HAAIAITIN 4.3

a a o S ~ FAWAN AN i &
M1919N 4.3 Ltﬂﬂdﬂaﬂﬁ?iﬂ313Wﬁ1${]ﬂiﬂﬂi$ﬂﬂ'ﬂﬂ1élﬂﬂﬂi‘)ﬁﬂ?ﬁ@ﬂgﬂﬁmﬂﬂﬂ | e

51904A15EnOY 0 (%) Al (%) Cu (%) Zn (%)
Cu, Zn, Al NOUIN 20.90 1.91 52.20 24.80
Cu, Zn, Al HA9IHN 21.00 2.00 51.10 25.90

MnMsimszdesiszaeuniuniivesdaussdfiteeen ladczaneunaz nam
~ ' ' a ¢ A

MM 4.3 W1 CZA AowETUSa59MeIRYsznoY Al Cu 52.20%, ZnO 24.80% LAy

Al 1.91% @9 CZA wauwiiifsuiasigesndsznoy 3l Cu 51.10% , ZnO 25.90% LiagAl
2.00%

=] a e ¢ = s ' aan o«

nnmsfSeuifieunsimsznsigesndszneununiivesdnislfnisereen lud

i Y] 1 4 ) aan 4 '
CZA nouuagnaus wu USunusigesdlszneuvesnnsaljnseroonled CZA nounay
o = o I i I3 % o = o
wauniviinusigesndszneumusasidaud Idhnismaass Failulluma Ttudeady

& " w a ¢ 4 v ad Y
li.lﬂ!“lr%fl'lllﬂfﬁ|ﬂ°l|Wﬂﬂ’l‘i?tﬂ?’]?ﬁﬂ’]i!ﬁfl?ﬂl’lﬁlﬂ\ﬁﬂﬁmﬂ VYA
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M15197 4.4 uEAINan1s InT1EH s Mo znoumunivesd 1o lad HZSM-5 ATUSuRves

Zr Ny 0, 2, 4 LAE 6%

5I9eaRdszneY | O (%) | AL(%) | Si(%) | Zr(%) | Cu(%) | Fe(%) | V(%) |Cr(%)
HZSM-5 pure 5280 | 218 | 44.60 0.14| 0172

HZSM-5 2%Zr 51.00 4160 |  4.79 2.44

HZSM-5 4%Zr 4780 | 1250 | 2830| 7.5 4.03
HZSM-5 6%Zr 4770 | 13.60 | 28.10| 10.50

NIMIAATEHoRYsenoumuniivess lelad HZSM-5 ANUSHIMYRY Zr AU 0,
2, 4 AT 6% MUAISIN 4.4 wu Fle'lad HZSM-5 ARUS UMW Zr 17D 2% WulSuw
Zr WAY 4.79 % @ 1o lad HZSM-5 NS 1aiv0d Zr IRy 4% wudSuna Zr sy 7.25 %
= v 'd dl.d P 1 e

ad 1o lag HZSM-5 AT uiaiued Ze 19101 6% WoSuial Zr iy 10.50 %
=1 a I'd o = = U o e
nansfTsumeunsinsigrsigesndseneuniunilvesdle lad HzsM-5 ATl

1 s 1 A‘ g C: -

US04 Zr 111AL 0, 2, 4 182 6% WU USuImued Zr mnrumiulSnainmuaaly 2,4

o w . { o a & )
uag 6% Muday tazsmen Tuud iuanasnnnFuiaidy zr iundumuiy

a d @ & aa ad TTH | Aaaa o =
4.4 mﬁasﬂﬂwaﬂymzwuwmmmmmﬂgnsm AEINAHA Surface Area and

Porosity Analyzer (BET)
- ¢ & da 3y a ¢ .
MIAATZHMINUNRIZVUIAgWg L IaeldMsTIRs12Y Surface area and porosity

analyzer (BET) ﬂiﬂ@ﬁ?tﬁdﬂﬁfﬁﬂ‘mﬂﬂqmﬁ(Cu,Zn,Al)

d’ Ag Aa o o/ 1 o an o
M7 4.5 uaaIRaiNunAIT Wz Ysmesgugu uazvnagnguvesdnsslfnsereon lae

Surface Area Pore Volume Average Pore Diameter
(m’/g) (cm’/g) (nm)
Cu, Zn, Al Oxide 87.92 0.3144 22.29

=

INATNN 4.5 UAAWANUNHITIINIE YTWIATINGU UAZUUIATWIUVDIA AT

- e i g 'ﬂ o 1 at
U§nseeonled CZA w1 CZA TNURAISUWIZ(Surface Area) 87.92 A1519WATABATY |
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"o 4 = 1 as i
YTUMIUDIFNTU (Pore volume) NUTMIUMINY 0.3144 AUIAAIBUAIATABNTY LA
YUIAFWTUIRGY (Average Pore Diameter) AU 22.29 W1 Tutuay
y oy A ni o &
NAKANTTNARBITNAY 11BN VUIAFWIUIRAY 111AY 22.29 W1 THAT FeTiviIa

°I,mummr-m°lﬁwuﬁ“3 Tuwz wazSumsveagngu ifuaniesdananisnaaesdiasu

2&' { o i = i
m1efi 4.6 uansituRms N YInasgngu uazvmnagngumdsuesd e lad HZSM-s il

USuIU0d Zr AU 0, 2, 4 1AL 6%

Surface Area Pore Volume Average Pore Diameter
(m’/g) (cm’/g) (nm)
HZSM-5 pure 492.4 0.04569 2.230
HZSM-5 2%Zr 464.2 0.09488 2.512
HZSM-5 4%Zr 509.4 0.09117 2.409
HZSM-5 6%Zr 506.0 0.08163 2.346

] ‘&1 la
INATWN 4.6 LAAIRANUNAITUNWIL ﬂ?mmﬁw?u u.awmmwgumaﬂww

a

To'lad HZSM-5 NS Sa1u09 Zr 11TV 0, 2, 4 uaz 6% wu1 & 1o lad HzsM-5 i

1UM12492.4 M51UNATAONTN , USNInsveagngy D15 11auminy 0.04569 gnunafisudugs

' o = a P - e o
ADNTU DT 1”“1ﬂ§W?u!ﬂﬁﬂ 1IN 2.230 ‘l-!'lT‘uum’i Cﬂ‘ahlaﬂ HZSM-5 ﬂnﬂ%mm‘um Zr

" s g 'Q o 1 -7 =i 1 QW
A 2% ARUARITINE 464.2 MINwesAenT N USIATva U TS Va1 0.09488
o Y 1 W a0 4 1o =
anUATUANAIABNTY LazliMmuIAgnguaae vy 2.512 W1 Tuuas 1o lad HZSM-5
g dﬂ Q ¥ as =i
ATSaves zr Wi 4% IRURRIS L 509.4 MINUATABNTY, USWmsveaguyu I
L) 4 = " s ol a L")
YInify 0.09117 gpuiafsufnmsaensy uazliaviagnguinds im0y 2.409 w1lu
1 = Ll 4 cid [ = .3 n:ia o 1
AT @IU% 19 lad HZSM-5 NHU5u1v89 Zr 110U 6% HHUNRIT 1IN 506 M 1UUATAD
s, USuiasvesgwyu HSunaunmiiy 008163 gnunafudmasaeniy uazlimauia
FUTUIRAY IMIAY 2,512 W1 Twwns
INHAMINABDIT G UL DYIINMSTD Zr TuaSum 2, 4 uag 6% ludle'lad HZSM-S
1 4 = 1 Ig 'Q =t 1 Qo 1
Wy e zr TulSma 4 % danaliduiaaidivianingamidy 509.4 gruiadiuasee
2
asu MldSnesgnguils SruwivAy auniiy 0.09117 anuIrfsuALasAensy uazl

a

PIAFWTUIRAIIIAL 2.409 11 THmAsanas iewFeuisusumaiu zr e 4 uag
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@ o

6% wu lufianuuanannueenliiedidny ualenFouieudTo lad Hzsm-5 1110
T J aa P 1 o a a

Zr WUNIRUNAY, YSuiasgwgu sazvinagwgumasuinnnanuitusie Tasanauive

909 Yadollah Tavan,Mohammad Reza Khosravi Nikou (la¥Ahmad Shariati , 2014 Y1015 ANw1
L% j Iﬁ I a L] s L 73

Fa &N unAvesd Tolad HZSM-5 1Ay 405 gnuinfuasaensy, YSuasgwyumiiy

1 ¥
0.104 TadasANTULAZVUIAFWIWIRABIMIAY 1.796 w1 TuA3[26] uon9nH N.Khandan |
o 0 & 5 1 = o dlg Aa 1 o o

M. Kazemeini, M. Aghaziarati ,2009 wudle'lad HZSM-5 TRUARUNIAY 400 ANVIANINAT
1 @ =Y 1w 4 = 1 Y] o L%

dendu, USuiasgngumiAy 0.2139 gnuisiudiasaeniuuazyuIagnIuIRAsmMIAY

1 & el o =S 1 o

29154 w1 luwns27]) uaas luvuasuman1vesdle lad HZSM-5 919ilesu19eE19R

A ~ v s A a v ' a

vaunaomelumurdnaqudle lad HZSM-5 vipe1vAnREEn laRVBIT I UITTAN 18 T
= 5 ‘a‘ = o A‘ dIQ { s = 4 s

AaanuuiuAvesd o lad HzsM-s i linuidafidaldTdeyanatanaoulunnngui e

wansnaaeaina1? iedu Sevi 1% ldausashwilFsuieunvd Te lad HzsM-5 7118

M3190 Zr W51 2, 4 1Ay 6% Ia



UNN 5

v
asUwauazvatauIUL

51 agiwamanaaes

o

£ 1
auateihmsnyueifumswsouTanzeonlsd  Cu0-Zn0-ALO, (CZA) A28

malianmsanazaouinuaziniondle lad HzsM-5 Tasvihnmsitelany Zr U511 0, 2, 4uaz

al

3/
6% Aaumatiamsduguuuuneandeutumailalaiinn annsoagnamsnaassldasd

a

= lﬂl. g of 5 ) 1 '
s.L1 0 mnnsansnsifsunlamaiminvesmsmodaluudaziegamgi
voud sl fnsereen s (Cu, Zn, Al) Ny
o a a = = =
- NgunNil 153.488 oA IGAIFE 03 423.257 BNAUTQITOE UA1T
wasuulanimimminy 7.96% 1Hussguuglnsaalsiivesaisiszney ALCO,),
o =t o a - a (Y
ZnCO, wo¥ CuCO, 1iIW ALO,, Zno, CuO fvuifsuiunguinwuigumginiseaaiesd
(decomposition temperature,T,) 1NN 150, 255 uaz 289 omuzaidoe (23], [24], [25] lav
naenNgUnYiN 289 ssmwaiEua WzdanuMIAaIEAIYe CuCOo,uaz ZnCo, e 1wy
MITAIAINGUNYNFINNQUNNNITADIBAIN1ING B

- NQuUQNYIY  423.257 e uaraiFoa 09 800 peruwaiFee (Hu

o 4

punpiinmsiialjisouiiaoenled Fulumsndeuulaulavesduial§izneonlad

LY 2 o é'l a!'l = o :i a1 5
TagonazdvaldmatindumeTinsizrinangungiyaeiy
b, & Ly f & 3 &
512 MINYBYANITIRUAUUTITONFUDI CZA NOULASHAWMINGUHYI 350 BF
'3 :: ] ¥
WaFed uaz & 1o'lad HZSMS ATUSuIa Zr 0, 2. 4 uag 6% WU CZA NOUHTNL RAYEY
v o 5 = w o = ] d o o ]
m13Usenoveen lwana 3 il TasluilsingmisHeguesmisdsznoumivea daduma
@ 1
Ao Tl Adunia 2-Theta 1ML 35.481 Hae 38.693 doARRBAL fANIATTINBY CuO
& o 1 a o T 1w
[JCPDS vu1eav 80-1917 ] auiluie Monoclinic @3uAAHUY 2-Theta 115U 32.152 uae
" i
34.660 70AROINY NANIATFIUYDY ZnO [JCPDS M wiay 36-1451] Faufluimler Hexagonal

J 1 o a8 o 1 Y 1 |
damgUnuumsideauuiididnduemsdiedin Cza ndunlsngitsauafinves Cuo ud

hivsingfinfireandestusdunmivefimnasgiu zno uaz ALO, lugudeya [JCPDS]
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dd o lad HZSM-5 #TlUSuaive Zr WA 0, 2, 4 uaz 6% wu 3 1e'lad HZSM-
5 (a) WUTATIF M 2-Theta 1AL 7.907, 8.780, 23.031, 23.862 1A 30324 ¥ 10'lad HZSM-
5 ATUSINVBe Zr AU 2% (b) WURATAILI 2-Theta 117U 7.947, 8.823, 23.083 WA
23.911 #To'lad HZSM-5 AilSwImves Zr Wiy 4% () WuRATIFMIG 2-Theta 1AL
8.053, 8.923, 23.141 oz 24.004 e lad HZSM-5 HTUSIvea Zr IR 6% (d) wufiail
AN 2-Theta 1A 8,043, 8.969, 23.180 LAz 23.014 Feareandesdufinuinsgiuves &
To'lad HZSM-5 [JCPDS Wueiav 49-657] wazdanuiinfiaeandossufimnasguves zro,
[JCPDS Manuiay 17-0923] RAmi 2-Theta W11 30.414, 30.450 Liag 30.467 Adrdufia
¥4 1o Tad HZSM-5 fUF1aive Zr 104 2, 4 was 6%

5.3 windeyanisniesddszne umauniidrumaiiaidnasdvgeosmmud Tu
CZAROUIHITBIALTZNOUIMIAY Cu 52.20% , ZnO 24.80% 1Az Al 1.91% @Iu CZA Waumil
0aA15EABY (1A Cu 51.10% , ZnO 25.90% taz Al 2.00% Bl luawsasidaui 19 lunns
nanes weneInHeIRIszRoIM URTiv0E o ak HZSM-5 AT nuves Zr iy 0,2, 4
uae 6% WU &To'lad HzsM=5 NTUSumues Ze iMaAy 2% wurlSame Zr kL 4.79 % &
Tolodl HZsM=5 AilUSunmues ze Wi 4% wulSune ze 5idy 725 % wazd To'lad
HZSM-5 TS unames Zr i 6% winfSuin Zr MafD 1050 % S9wy Zc ifuiuay

Y

USwamavadll 2, 4 uag 6% awday

a A&’ “: o a/ '
5.14  wneamITBRseiAuiiiasuws YS1nasgngu uaguinagnguuesdans e

aan ' ' :1.3 b5 3 a
Uffsereenlod cza wuai czA Hlufifasuniz(Surface Area) 87.92 a1519WATABNTY
=} 1 oas o =Y " @ 1
U51195U093W7U (Pore volume) Hiffuaunin 03144 gnuiRnuAasaonsy uaziia
= . ! w ' = U 4 -
YUIAFWIUINAY (Average Pore Diameter) 1101 2,229 w1luwas audlelad HZSM-5 7l
UTWIU09 Zr IMAY 0, 2, 4 uae 6% wu Wody zr YSwm 4% aaludlelad HzsM-5
1 yd&’ Ao a s 1w o« 1 s o LY ~
awwalalinuniNdsnannganiiny 509.4 gauirfuasABniy W ldSuasgwgudl
° s 2 o a ' ) - i 1w
TIUIUNUYY A 0.09117 RUIRAIUAINATADNTY waglivuagnumasanauniny

2.409 W1 TuAs
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52 doaveumy

L amhausalgiseway cza uaz $lo'lad HZSM-5 Minsiee Zr 1
o o & 9 U o A a d o 9/ a o
mmsvanauiuieh ldnageuduinseslgnsel imldannsonaaeulszd@niamues

Fusalfiseriivhimsedon'ld

5 A23i%0 Tanzailadu 19U Pd, NHF, Ga uaz colloidal silica Tu#To'lad
HZSM-5 ot euifiontszansamves Tanzsiiadien

3. AISFnYINAYEY Siuaz Al fieiiwgAnssusunIuiy Hee19dananents

Jnmzidemaiia X-ray fluorescence spectrometry (XRF) 18
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MARUIN N

NISATUIY

o

1. msmunlinunolin/es luase §d lunsa uaveyvgiilow luasail¥dmiy
= @ ! aas = o 1 3 (Y 4 ' oA
mawsend st eway Taelidasianninminlas Tuavesnetiles lunsadedan-

Tumsadoazgliiionlumsa (Cu0-Zn0-ALO,) AU 6:3:1

foya  wialuanavesneteseenlyd (Cu0) 79.55
= 2 U '3
W luanaveeFadonn lod (Zno) 81.37
wa luanavesezgilifionlaoenlud (ALO,) 101.96

waluanavensies lumsa (Cu (N0, 3H,0) 2416
W1a Tuanavesdan huasa (Zn (NO,),. 6H,0) 297.48
waluanavedesginiivy lumsa (Al (NO,),. 9H,0)  375.12

¥
o @

X fie minvesneulesoon laq

o€

o =

& o o
Y fip dinminueedifoan laa
-~ ?,’ a a o o
z A minvesezgiiiionlaoen lod
wissuasazawneiiles lumsa 500 ml

- fReemsazneulsTIm 6 g e TNt

X % 79.55
6 79.55+81.37+101.96
X = 1.8157
X = 1.8157
7955
= 0.0228 mol

v
@ @

dadudosdamanounlod TumsennUSu i = 0.0228 x 241.6 = 5.5085 g

'
I

¥
nnduiazatenuihndsienin lessu ¥ uUSuw 500 mi

IATENATALAIOEIA IUINTA 500 ml
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Y 9

- feIntsazneulsEIm 3 g vedAeataasunlSuim

X = 81.37
3 79.55+81.37+10 1.96
X = 0.9286
X = 0.9286
81.37
= 0.0114 mol

3
o o Y

niudeaiamnsded luasaualSuie = 0.0114 x 297.48 = 33912 g

¥ Y d'
nnuuhazatenuhnl s aein loesu iy 500 ml

wisnmsazatwesgiiilon hunsa 500 ml

¥ 3

- MABINITATNOUYTENIN 3 g 9 ADITIAIT LS II0

X = 101.96
| 79.55+81.37+101.96
x| A0 sk
X)L 03879
101,96
= .0.0038 mol

T

anluaedamsesgiliilonlumsautSuto =0.0038 x 375.12 = 14254 ¢

¥ £l 1]
nnwhaza1enuivsieein leesu iU uie: 500 ml

2. mmwefnaves Infsnniusiun (Na,CO,)
(Cu (NO,),*3 H,0) + Na,CO, —> 2Na,CO,+ CuO +CO, +3H,0
(Zn (NO,),* 6 H,0) + Na,CO, —> 2Na,CO,+ ZnO +CO, +6H,0
(AL(NO,);* 9 H,0) + Na,CO; ——> 2Na,CO,+ ALQ, +CO, +9H,0
Maaums TwavesImReumivemn = Tvavesnetiles lumsa = Tuavesdas-

Tuasa = Tuavesezgiliion lunsa
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Tumsnaaeazwssumsazaeve Indsumsvemaludsuia 500 mi
TwavesTwReumivemnn ¥ ulfser = Tuavesnstiof lunsa + Tuaveadas-
Tumsa + Tuavesezgiidionlunsa

0.0228 +0.0114 + 0.0038

Il

0.0380 mol

v
o @ g

9/ = 4
uaedlslSunves TwmReumivaiua

0.0380 x 106

4.0280 g /500 ml

o a @ P - P =
5 mMsATuMsSATENAsIUgRTenNanuilunsa
= d o - = A 3 o A
- ¥lelaAviia HZSM-5 Hyuagngu Ae 0.75 cm’/g INTEoa15azae
o =1
oS laioy 2 %
Tdausalfser 100 g 9 Zr 2 g

drlddusalfisen 5 ¢ wADUde Zr @5\t 01 ¢

100
Tudusalgnsonsa sxdels 31elad ¥ila HZSM-5 4.9 g 1102 Zr 0.1 ¢
3/ ~ o' o
ABapIENINAITazMeed Insiuanaslsd A Zr 2% = 0.1 g

veesld zrocl, . 81,0 TulSana 32225 x 0.1 =0.3541 g

91

o/

y 2
aeninazansri lualsum msanauda
o &

vinagwuvesdToladx Junnves &lolad mimade zr 2% Ao

0.75 cm'lg x 49g = 3.675ml

= U d a =) = 3 [ &
- 1o ladyiia HZSM-5 Tvuagngu A 0.75 cm’/g imsSemsazare
w03 Tniiloy 4 %
ladusalgnsen 100 g e Zr 4 g

dlFdusalfisn s ¢ wwAouie Zr 4x5 =02 g

100
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¥ o 1 aaa £y 3 A d
mszazdy ludusalgnseinsa deeld Flolad HZSM-54.8 g uaz zr0.2 ¢

wiswasazaoes Insiuanaelsn MNZr 4% =02 g

wdeald zroc, . 81,0 TulSutar 32225 x 02 = 07082 ¢

91
3 o a o o ar s:f
aovriazare lulSuia imsauaud el
agnyuvesdlelad x Wsuimves 1o lad fiviimsie zr 4% fie

0.75 cm’/g X 48g = 3.6ml

- dleladyia HZSM-5 Tvurazwgu fv 0.75 cm’/g Hmsideaisazane
o Tniflow 6%
Tausaljnsen  100g 198 Zr 6 g

flddusalfiior s g 1280300 Zr 6x{\= 03 g

100

¥

gy udnsal§nsensa deals 3le'lad HZSM-54.7 g uaz Zr 03 ¢

WA T Az 00T IATINARGE 15A V1IN Zr 6% = 03 g

veaeald 2r0Cl,. 8H,0 hnalfunm 322.25 % 0.3

1.0623 g

91
¥ o H o o &
Aoniwnazamhluuia iimsandei
Agnyuuedle lad x WSaves alelad ivhniside zr 6 % fie

0.75 em’/g x 47g = 3.525ml
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MARUHIN U

AHaN1INaasd

m91eh -1 Igeailszneumuniivesdus s fiteeenlod cwzwAl nowmn

0 Al Cu Zn Compton | Rayleigh Norm.

1.9KCps | [121.0KCps | 644.7 KCps

20.90% 1.91% 52.20% 24.80% 0.88 1.14 | 100.00%

M3l -2 5gesdlszneumuniiveddusalgnzoinen lad cwzmAal naum

0 Al Cu Zn Compton | Rayleigh Norm.

2.4 KCps | 1300.7KCps | 796.0 KCps

21.00% 2.00% 51.10% 25.90% 1 1.15 | 100.00%

= d = = 4
M5190 v-3 51gesRlszneununiive s Te lad HZSM-5

(6] Al Si Fe Cu Compton Rayleigh Norm.

1.6 KCps | 40.2KCps | 2.7KCps | 2.9 KCps

52.80% 2.18% 44.60% 0.172% 0.14% 0.92 1.11 100.00%

M319h -4 51g0eAlsEneunueiiuead 1o lad HZSM-5 ATVS UM Zr 2 %

0 Si A% pisia Compton Rayleigh Norm.

34.1 KCps | 6.9KCps | 203.1 KCps

51.00% 41.60% 2.44% 4.79% 0.85 1.06 100.00%




mM319h v-5 1q0eAlszneumanivedle lad HzSM-5 AT Zr 4 %
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0 Al Si €r Zr Compton Rayleigh Norm.
12.5KCps | 34.1 Kcps | 26.8 KCps | 447.7 KCps
47.80% 12.50% 28.30% 4.03% 7.25% 0.83 1.06 100.00%
M9 4-6 smesrUszneununiived Te lad HzZsM-s AT et 21 6 %
0 Al Si Zr Compton Rayleigh Norm.
13.3 KCps | 33.1 KCps | 634.6 KCps
47.70% 13.60% 28.10% 10.50% 0.83 1.08 100.00%

:; tg da o o aan Ll a
MIN -7 AUNENUWIE UTasgwgu uaznnagnguvesdasulgnseioen laa Cuzn/Al

AREA-VOLUEM-PORE SIZE SUMMARY Cu/Zn/Al

SURFACE AREA 8.792 m'/g

PORE VOLUME 3.144 cclg
PORE SIZE 22.29 nm

=

M L da o o = ¢
A15197 9-8 WUNAITUNIZ USasgnTu tazvngwiumdvesdlelad HZSM-5

AREA-VOLUEM-PORE SIZE SUMMARY HZSM-5

SURFACE AREA

4.924 m'lg

PORE VOLUME

4.569 cc/g

PORE SIZE

2.23 nm




a o

" J ' r !J 1
M3 -9 WuAFIT Y YSnasgngu uazvuagngumasvesd Te'lad HZSM-5 AT

S Zr 2%

AREA-VOLUEM-PORE SIZE SUMMARY HZSM-5/2%Zr
SURFACE AREA 4.642 m’/g
PORE VOLUME 9.488 cc/g
PORE SIZE 2.512 nm

= o

- & o = = I3 e
M990 ¥-10 WURRITWE USasgwgy uazviagngunasuesd o lad HZSM-5 il

5 Zr4 %

AREA-VOLUEM-PORE SIZE SUMMARY HZSM-5/4%Zr
SURFACE AREA | 5.004 m’/g
PORE VOLUME 9.117 cclg
PORE SIZE 2.409 nm

=

a 31 4§ o - a5 @ et
AN U-11 WUNHITUNIY ﬁﬂi‘lﬁig“?u llagmu1ﬁ§W?umﬁﬂ‘UﬂQ°ﬁTﬂ 12:155] HZSM-5 My

Use!l Zr 6 %

AREA-VOLUEM-PORE SIZE SUMMARY HZSM-5/6%Zr

SURFACE AREA 5.060 m'/g

PORE VOLUME 8.163 cclg

PORE SIZE 2.346 nm

69



o A = v ;
wanImuAuRdsvianan lael¥aums Scherrer equation

NAINNIT Scherrer equation ﬁmutuwwmﬂaumﬂ

KA

Tzﬁcosﬁ
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MIANV-12 UAAINANITFIUIUYUIARANAIY TUN1T Scherrer equation YD FHATIFATH1

oon lardnoun
No. B obs. B std. B Size | B Strain Peak Cryst.size | Latt.strain | Cryst.size
[°2Th) [©23fl” [°2Thi N\ N*2TH] pos. [A] (%] [nm]
[°2Th]

1 0.197 - 0.197 0.197 35.481 423 0.269 42.3
2 0.236 : 0.236 0.236 38.693 357 0.293 35.7
3 0.394 - 0.394 0.394 3onl4 214 0.483 21.4
average 33.13

MINAV-13 HTAIHAMTFIUIUTINANANAIY AUAS Scherrer equation YBI FLT 9T

pan laAnaum
No. | B obs. B std. B Size B Strain | Peak pos. | Crystsize | Latt.strain | Cryst.size
[°2Th] | [°2Th] | [°2Th] | [°2Th] [°2Th] [A] (%] [nm]
1 0.63 = 0.63 0.63 35.627 132 0.855 1372
2 0.315 - 0.315 0.315 38.747 267 0.391 26.7
3 0.315 - 0.315 0.315 39.143 268 0.387 26.8
22.23

average
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MINU-14 LAAIWANTTATUINYUIANGNA Y AUNTT Scherrer equation ¥83% 1o lad HZSM-5

No. | B obs. B std. B Size B Strain | Peak pos. | Crystsize | Latt.strain | Cryst.size

[°2Th] | [°2Th] | [°2Th] | [°2Th] [°2Th] [A] [%] [nm]

1 0.079 - 0.079 0.079 7.907 1008 0.499 100.8
2 0.079 = 0.079 0.079 8.762 1009 0.45 100.9
3 0.098 - 0.098 0.098 23.031 827 0.21 82.7
4 0.118 - 0.118 0.118 23.862 688 0.244 68.8
5 0.118 - 0.118 0.118 30.324 698 0.19 69.8
average 84.6

MT19NV-15 LAAIHANITAIUIDVUIANANAIY AUANT Scherrer equation 109 1o lad HZSM-5

nlsuas Zr 2%

No. | B obs. B std. B Size B Strain | Peak pos. | Cryst.size Latt.strain | Cryst.size

[°2Th] | [°2Th] | [°2Th] [°2Th] [°2Th] [A] [%] [nm]
1 0.098 - 0.098 0.098 7.947 813 0.616 81.3
2 0.079 s 0.079 0.079 8.823 1009 0.447 100.9
3 0.098 . 0.098 0.098 23.083 827 0.209 82.7
4 0.118 = 0.1 IS 0.118 23911 688 0.243 68.8
5 0.098 = 0.098 0.098 29.265 838 0.164 83.8

83.5

average




NS Zr 4%
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M1319919-16 LAAIHANITATUIUVUIANANAIY TUMNT Scherrer equation Vo1 18 lad HZSM-5

No. B obs. B std. B Size B Strain | Peak pos. | Cryst.size | Latt.strain | Cryst.size

[°2Th] | [°2Th] | [°2Th] | [°2Th] [°2Th] [A] [%] [nm]

1 0.118 - 0.118 0.118 8.053 675 0.731 67.5
2 0.157 - 0.157 0.157 8.923 508 0.878 50.8
3 0.118 8 0.118 0.118 23.141 687 0.251 68.7
4 0.118 - 0.118 0.118 23.004 687 0.253 68.7
5 0.276 - 0.276 0.276 29.965 298 0.45 29.8
average S|

ATUsHI Zr 6%

MTNAV-17 HAAIHANITAIUIUVINANANAIY AUNNT Scherrer equation ¥09F 10'lad HZSM-5

No. B obs. B std. B Size | B Strain | Peak pos. | Crystsize | Lattstrain | Cryst.size

[°2Th] | [°2Th} | [°2Th] | [°2Th] (°2Th] [A] [%] [nm)]

1 0.157 F 0.157 0.157 8.043 507 0.974 50.7
2 0.177 = 0.177 0.177 8.969 450 0.985 45

3 0.118 - 0.118 0.118 23.014 687 0.253 68.7

4 0.118 - 0.118 0.118 24.014 688 0.242 68.8

5 0.256 = 0.118 0.118 29.964 524 0.256 524

average 57.12






