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## 5372282123 : MAJOR PETROCHEMISTRY AND POLYMER SCIENCE

KEYWORDS : catalyst / ultrasonic spray / copper/zinc oxide / dimethyl ether

PAWEESUDA NATEWONG: Cu/ZnO CATALYST PREPARED BY
ULTRASONIC SPRAY TECHNIQUE FOR DIMETHYL ETHER SYNTHESIS.
ADVISOR: ASST.PROF. PRASERT REUBROYCHAROEN, Ph.D., 83 pp.

Direct synthesis of dimethyl ether (DME) from syngas has been investigated
on the hybrid catalysts, Cu/ZnO-HZSM-5. The Cu/ZnO catalysts were prepared by
ultrasonic spray technique. Copper nitrate, zinc nitrate, ammonium carbonate were
used as the precursors and mechanically mixed with HZSM-5. This research studied
effect of the concentration of copper/zinc nitrate prepared by ultrasonic spray
technique compared with co-precipitation method. The catalysts were characterized
by BET, EDX, XRD, SEM, TEM and TPR. The experimental results indicated that
catalyst prepared by ultrasonic spray technique has morphology like-spherical, rod
and planar with average size of 30-100 nm. Catalyst compared with co-precipitation
method, the activity of the catalyst prepared by ultrasonic spray was higher than co-
precipitation method. The 372CZH (0.372 M of copper/zinc nitrate) catalyst prepared

by ultrasonic spray technique exhibited the highest CO conversion of 28.9% with

DME selectivity of 85.2% at optimum conditions: temperature of 170 °c; pressure 40
Bar; gas flow rate 20 mL/min; methanol 40 mL and weight ratio of catalyst Cu/ZnO-

HZSM-5 = 2:1
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C+H,0 —> CO+H, (2.1)
C+CO, —> 2CO, (2.2)
CO+H,0 —> H,+CO, (2.3)
CH,+H,0 = CO + 3H, (2.4)
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CO+H,0 <> CO,+H, (2.5)
CO,+3H, €> CH,OH +H,0 (2.6)
CO+2H, <> CH,OH AH = -91.15 kJ/mol CH,OH  (2.7)
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CO,+3H, <> CHOH+H,0  AH=-495kJmol CH,OH  (2.8)
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CO + CH,OH €= HCOOCH, (2.9)
HCOOCH, + 2H, «—— 2CH,OH (2.10)
CO + 2H, «—> CH,OH (2.11)
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CO+H,0 ¢> CO,+H,

CO, +H,+ROH 4> HCOOR + H,0

HCOOR + 2H, <> CH,OH + ROH

CO +2H, ¢> CH,OH
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2CH,0OH <> CH,OCH, + H,0 AH = -23.4 kJ/mol CH,OH (2.16)
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CO + H,0 <> CO, + H, (2.17)
2CO + 4H, > 2CH,OH (2.18)
2CH,OH <> CH,0CH, + H,0 (2.19)
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3CO +3H, > CH,OCH, + CO, (2.21)
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49/ = @ © o 1 1 % a a a '8 a aa &
uananid anvanalszmafinidsatszudienisainalsnunan tawiiaames anfi agus
a al a a a a 1
aulpilime Buine wardniu

2.3.4 s lawuiadinas

NINMUATIANTES LAHTABNBFNUA AR NINNIUBAALTUT LI AN LU TUDAUAY
wialinsidenmas (wia LPG) 3alnevinluuda WasainAiaanuieusedlamiiadimesazas)
Mlszunnufasay 62 aagAIANTauIauia LPG Ay s1a1anelaufiaainasasag i
dszannifasas 75-90 28991 U4 LPG

2.3.5 maldanulawiiadmadifludainwas

2.3.5.1 Mdwaamauialiauieu daiugiluuvaesnisldemudaulng

Tnenanizlutlssmaau Asinanauudadnedudnlawiadmesinmuaniiiniuaiuasiand
1 v 1 7
NAdnaARRULAA LPG A3l Asaunsniiuinaniuuia LPG ialdiiumamasduiung
puluniaGeuld Tnadnandounanveslawiaamesnaiuisnldliinglaifasiinisuws
wn wazgtnsallassairenuguinldlunisusey auds vive iuineAetlszuiniesas

20 TnetfFunmg
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2.3.5.2 Mifwmamaslunianisauds iaqiiuldinEurin lawiaamasun
Miduwdamaslunianisaugs Inanisldeuanunsa el

v
) v o

dl ol dl a o =X
2.3.5.3 ipsastusaEa LHasanlauiaanasiaATimugs Al aeanunem
o a g o %/ o @ dll Y | dgl/ a o o dll ol %
i lawiadmasuinaniutdunmanyudaiva lfidumaindsdiuiursesaussiaa 6
Taafaaln1sUfuunAaLATaauMAantas  (FLULRAAEAMNAY)  ANNTUSMINAIBNANTD
a a I8 dl 1 o yd” a dl v = 1 a |d| %
lawnaamefgeganazlivinlidamasnannlsinnuniinssauiulilegniscunbeuay
25 Tae1tinutin
2.3.5.4 LATRUUALINTY IATesaudiuNTuaunniiusaudaslianunsald
uwia LPG naniulawiiadwefidudemaslsd Tnadnandounangegnaeslniniiaginesne
szanniFasaas 25 Tnatviin el deainlunisldinuiagme fidwmamaslumrasaus
s A A a o e 0 =g A o o , A
W Aa NN lawsiadmasiAteaninui Al wnuanlawiisdmes udnindiungs
Auldiazinliaseseusienls
2.3.55 hsaseusin i lamiatmasidumomas tTaqiiuusumgnansnaus
wanase liin1sAnAuR LTI uTanawIa i Inuwiiaginesiduwimeinae saatiagu
Hadu 80 By ApgDT Tudsewedilu waznaald Tulssmaadinu
_\ &’ _a
2.3.6 Uselamizasnisldlaunadinasiduidainia
QI 1 o A v ul/ v o/ YV o
2.3.6.1 [NLUAINANIUNIADNLAZAT AN UAINIIAUNA SR LT L
tszina
2.3.6.2 laiindmefiuanaindanaadearnisamldannnelutlszme as
daann1INenIN1sEdInNAsIRANnAeLsznA Tnaanizetnadauia LPG
2.3.6.3 lawdaawefidudamasimnudazann asioanaiunlaesaang
UgseNnNALe
2.3.7 aasgruamnnaaslaiadinas
aInn1sdngaanudtinaeanunlszniAfmuaNInsg AN INTes lamiiagina s
v
d1v5uldendudamas 2 wis ldun International Energy Agency (IEA) way Japan
. = ' ¥ [ 1 dg/
Industrial Standard (JIS) Ineseazidanreuwsiazunsguliuanalflunisedieaneil
9n‘/ aal’ =3 70 e o o dlal o v a af a '8
9t azwiulddnniantRdrAynEnisiivuaninsgulife pnuLFgnsreslamiagines
v ¥

1 v 1 1
Punnuumiueauaz i wanainil faiinisdnintsunnaesdetutenau)innain

nsvndfisenilanysabirenisfiananinsidranasludunennisgn
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=i ¥ o a a & o o Y @ dgll a
ANTNN 2.2 ilﬂﬂ'?ﬁl&@ﬂ’]ﬁlﬁ‘ﬁ’]%@ﬂéﬂ’]wmﬂﬂiﬂLN‘V]ZQ@LV]@?@’]‘VI?‘LII‘]]L?JML?@LW@\‘] (5]

AMNANLIR anenge | IEA JIS
Bunlamiiadines (%wt DME purity) Taigndn | 99.6 99.0
UFUIDULENIUBA (%wt Methanol content) Tdgendn | 0.05 1.00
o (%wt Water content) Tdgendn | 0.01 1.00
Fuasiaeiaeniues Tdgandn | 0.20 -

(%wt Methyl ethyl ethanol content)
FunnuieanagasnuinndmunIues Tdgandn | 0.05 -
(%wt Higher fatty alcohol)

Uunname fuinnanadna (%wt Higher fatty ether) | ligandn | 0.05 -

15un0uATAU (%wt Ketone Content) Tdgandn | 0.05 -
UFHNUANTRANUFN (%wt Lubricant, viscosity) Tdgendn | 0.02 -
Usununganasiin (%wt Formic acid content) Tadganan - 1.00
snnufingansuaulaeanlas (%wt Carbondioxide | lxigandn - 0.10
content)

FuNunINE U (%wt Sulphur content) Tadganan - m9oaluny
ﬂ?mm?ﬁl\mnvzﬁ’m (Remaining residuals) , mi/kg 13J§0ﬂdﬁ - 2
Awsule (Vapor pressure) nu gruugi 40°C, wny Tadganan - 1.05

U1a@m1a (MPa)

2.4 AaLsel HAzenaNd1uTuNTRIATITANNIUAS [6,7]

<

lunsdaiamzfiumueaiu@anlanudrAnyun@auiian

A o 1 aaa dl ¥
AR Aawdalnsen deld

1
aa

Wedaeindsz@nsninlunisdansed  wazdadadiseanfiaaldluntsdansed
wnnueanefadeljizeaniflusesuds  (Solid catalyst) lugdreslanzeanlad 9
NG AT L PIES R ETRIIN A

2.4.1 Tanzdagla (Active metal site) daunaslanziaslovusogaljsanionian

o o

Tunisdaagaduanssssiunatiumindgisantedusaddnylunisdanisfiadjisen tne

1
aa

APLENAGLETEN

%

pndaslalunisgaduaasianzdadls  Ainanazuinvsetiaaauetfunu
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Taneriue Beiuiiioduianinwinlug Beanelfinnanisgadulfuinminii uenaintiuudagedn

% o <R K o o 1 A A a a 1'% el v
faaA1ilanedniulanzdaslame AnNReNIAnTeINARS T NAaIN1T ﬂ’mﬁJﬂ\?lﬁ]’JLﬁJ’ﬂlﬂ'ﬂﬂl‘ﬂ

] =X 1 % ] aaa dl 3| aa o o I's
ATHNTITSANT] TINENTIAN Iﬁﬂt@ﬂ:’l‘ﬂ\‘lifﬂumqLﬁ‘\‘iﬂ{]ﬂ?ﬂ’mLﬂu‘l’]uﬂﬂ@’]‘wﬁ‘ﬂﬂ%‘ﬁ\‘iLﬂﬁ"]t‘ﬂ

wnuea Ae lavzaelies (Cu) uazdmiuniadalfisenanduseclilanzdnaineslu

| |
b4

sUinFand i aindfisengegdntianldiventsdainszi Aa cu’ uaz Cu’
2.4.2 A75895U (Supporter) N1sdFaTRSFLAMTLAYSILGATENTRedae A
o 1 a o o 9/:2149{ al o o ddy dl
nisnszangsinadianzdedlauuiinressasesiuldnuu BesasesfulNUNRaNINN1INIzAny

foanslavzdaslaiugellaniainugean warBennInszanasarestanzifinawinlus

'
o aa o

ZQ\‘IN@M@T’]’]?LWN‘HH‘U@\?WHW Noduiaaaslany CJ@\‘IVL"JLL‘LLWJEI LLIA'WH\?T']’]?LZ\]@T]ﬁl'}i'ﬂ\iﬁ‘ﬂﬂﬂuu

N

© R)_

1 d da aa ydéj d’ = A a % = a
i Auiia (Teadnmatiasliinuntonn wildlaluynneil) asifdna (Fesiadosnw

X

aa

NNANNFBUGY NUABNNT NITUNN) ANTRNINNIUNIN (HNUARIFNAAZQ JNIULazaIUA

@uﬂqﬂﬁﬂluqﬂLﬂﬂLLﬁliNﬂﬁiuﬂﬁlﬂ’]'\ 2 W lUATINGIZaNaay mmmi@mmu”lmm i‘Wﬂ’]Qﬂ

o

UATTE ATy s miu’n’@lmﬁmﬂﬁﬁ“&mwiﬂmmmimﬂ udu fasesiuiiduifandusunig

Aumaziiunueatiul eguaigniin 1y Geieanlad (Zno) weslatanaanlas (2r0,)

FANI (SI0,) uNNTTN (MgO) Uavazai (ALO,) s

'
o A 1

2.4.3 AaduasN (Promoter) fadviasniiusianazdqnulgesinidalisanlid

b

'
al 1

o dd? 1 Y o ' aaa = 1 QI A a [~ a o o‘d‘
antANAAW 1 doaliFasalfisealiaeandeslamuninay nadeniadundnsdioeii
¥ d? =X 1 dl o 1 aaa o vl o d?
FRANITNINTY  PINDITTERRNTIRBNANINTBIAT UG TFe I AN ASAINNTY
dusiu faduasuntianld ldun ezgiun (ALO,) SeiaeldliiAnnisiniznguivaasiany
daslvinTiruineyniareslanslauindnuaznszaasisatnsadiane sauneanNstanLss

o o aaa 24 & v a = 1 o
nagaduuaznsndjisanaeuiaafueunenenladld nadntasien (Cr) doaflasiu
| o 1 I8 [ 1 ydé’ 1 o ?/
nsdnEesnlulneslanzaailides Usulaungnguuazaaiudeslalinay doaudenng
Lﬁmﬂﬁﬁ?‘m“ﬁwﬁm (hawmafuiadns) wazdsdaalinisgadunialalnsiaurssnatiilas
panlaMinnliRTusae N1TRNwNaLaLAeN (Pd) daluEeenistlesiunisdanFeasa lusdaas

|8 QI uI/ o 1 |8 a 8 v g
TzwimmjLﬂmLL@::memmuummmwuﬁmzmwm@ﬂLﬂmLmeﬂ@@ﬂim’iwmmu ng
a = 1 v a o/ % é’ 1 % o/
Fnastaten (zr) dealiinanisgedulduinaunazdoalinisnszassiam Tu nnady
Taveitilszq 3" iu A S O azdaeinmannanilu cu’ 1¥ldetnedansng uenanntiu
fanlanzanuanasanaunsa ldidlusgasduls |y Tuseauw (B) wnalasy (Ga) lauaas

(Co) unnTd@aN (Mg) 1upiu
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2.5 Aol fnsendusunisdanszilaiiadinasd [6,7]
potdadisandnaneenladauimaiwuneantdiduaasnaniug fe Taus
e‘dl [~ A 1 o—dld . dld ] o v 1 aa
aanlaaniilunsavisanguaaslanzeanlasniilszquan (cation) NHANE ATy lARA Fan
(Si0,) g (ALO,) 1lusu senladananifian diduiasal jisenludjisen lawnedu
(Hydration) #lawasd  (Dehydration) weaalnalsiddu  (Polymerization) N1IWANGY
. aae . o e < y
(Cracking) Lmzﬂgmmmwaqunmm”lﬁmu (Disproportionation) LAY LAZANNINWLN
ralavzeanladniiuuavzenguueslanzeanladnilszqan (anion) NAMNA AL lAWA
wuntidaneanlss (Mgo) weaslallanaanlas (zro,) Wusu eanlofainaniiiianldidu
rﬁqLéaﬂﬁﬁ?mluﬂﬁ'ﬁ?miaimﬁLuﬁu (Hydrogenation) n13uANGA2 (Cracking) aandiAgil

(Oxidation) 1116114

1
[

2.5.1 azgiun (ALO,) Dailulaneenlasnianudunsasinuientiantinun1d
[~ o 1 aaa a = 1 d%l 1o ada al al 6 2’/
Husnisaljisen avgiuileguaiagduuauedfuasniosanuasnIvisauus dunaw
= a dgj = v aaa a = a
nswseNazgiuINuguansnrsas ifanU e lalaslagaselninenesqgiiun

waliledulaslamenuanaluannis

2NaAlO, + 4H,0 €= Al,O, 3H,0 + 2NaOH (2.22)
Halnslawmsnciunisnsesuanaanaininaniiuzaanasudaazgniannliacau

Foul 700 waadu sNNmdoulunjazaarseanliinaaiveasergiun luglaesunumn

% 1
°

azgiuN (Y-ALO,) NHtuageniaeay 0.5 ununiezgiunaflumanianudeslaly
nsialnseanan  Inaanizetedeiudinseinisaaiieenvenlawmsdu  tnediun
o o IS

HodudageediadalfAsendetsranns 300 asu/ndn uwsininazgiugniiannuiauling

Ui 800 1Aadu Az A aswaanununinaeiuweanezgiiug

)

(a-ALO,) Buflugrinlddeslalunnsfinyfnsen

a s a £ v o

2.5.2 Ban1-azgiwn uanandaselisenlavzeanlafisgnaudasiaiselisen

u Q

Tavzaanladuandsgniaunldatunsvatasioeg saatnadu Fan1-azgiun dedeiilu

' f
! cal A o a

Aawdedisantavzeanladninoiuilunsandrdyatinnie  Asnmdunsnaag

14 1
=2 =

ann- azgRunazinTledndounasargiuniiuauauieAnInige Aatszuinfanas
v v

30 Iauudnazgiiun  Asdunisdszunudiaonuiunsnasionldad luglaasanuau

=

azAoNTIANTANAULAZaTgHIHEN BanaNtiuuAIANTlunIANNT R INa A NAWTLIAY

A:II -QII tal tg aaa aa a = é’ N v aa
mﬂﬂ@ﬂumwmum\iﬂgmm TAN-BEQHNUN @’1&1’]?@1Llﬂﬁ‘ﬁlll‘llulﬁ]l@@’]ﬂﬂ’]?@ﬁi@qﬂsﬁ@ﬂq
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wazazqiianlansanlafluansazanalapanlansonladludndounvuizan vinloilu

|
g =

nenlasrasAatiAnansazanslalnspaasnadly Waneliaziiaaatundaaniagalszuind 9

1 ldne n9as uareunguunR AL 390 1Aty neunarliiArufauauis 800 LARIU
Trssaiaesiani-azqgiuitiuazag lugilans Fan1-nnszdnda ToraoNtasTANAULNG

BTRAANATYNUNUNAEBRaNTeNargRitEN uieznaNTetesqiitan luasgiuiazduny

o o 23

WAAAANTIAUINEN 3 azmaN uansiermanvasdanauludaniazduiuuidaandian
4 azmad  AoamaHieRein liiinn1sduiuuuuiree fiduresTan uernaNaeq

a A
DTQNLULN

a

Taseafivreensnuuuanda  aznenvevezqiilanazidilleglulnsea¥iaes

i
< 4

NNIEENTAVBITANT wFaumaNNd Al HElanasautianndn Si aguilesinaminli 4 uruaed

%
=&

Al lsianunsnduiulinunaviaduiesdnsaumvased inesgrasdiannsauifasnisaedi

o o

11l agiinfdu Si Ngndvegiuvaflansandatiuies daulnsaaiereinsauuuusauannazi

%

n119 FUFRRIFATUTN 4 wauaed Al INIzinanfsanalaudlanAauNIta Al INANIFE54
Wuse 31979 Al iy O M liiAndszauanaesilsnsenanlulpsaairesinan Tnaaznudn

Tsva¥waaensauuuuseuamnaziAmuiilunangandnlasaisesnsauuLadasae

' '
a an v 1 ¥ =l

Thsaieresdani-azgiunnidnananiudoiuasidnmsiiueduguuargngui

u

Haumsinee] fuldmnusidndanresianiseesgiiun uiuanainiuudalaseaiiesine fei

%
a a4

urianalunanaasa gl lugamne (aluminosilicates) %mwugmmmnimqéwmu

o

{f1e9 A0, uar SO, MdeusdeiudtuerAanteuigaaandial  1ANaF1e1es

a an dl o o A = L8
azgRluaanaAndAnyae dlalas

2.5.3 dlalan [8] Hluusazgillu@amne Aunuaisusniilall 1798 Taatinaneeans

F1043LAUTA AF.Cronstedt snANLANTR9E A lAMIUNIAINAEATN 2 A1 AR ZeO 7

] ]
v =K

! ot o . P P o= 4 o oA A
uladn wen uazA9n Lithos Mutadn fiu esmuiuudonunamnudn duikenald a9
3'/4' o agl/ ' dl 4 1% 1= & a a
Cronstedt Betiausiduil sznudndanliaufeunnilaladsssuais azifinnisane
| 9°, g ¥ o 1 |?:/ A 14
Hulavnatusnadaiudiusiunenls
sloniiiet] 1854 Way AN nudnauLaiatdusdlaladiiudoulsznava)
goaanunsngaduuenTuield nnands Brack ldatunadnduwmninziasfilsznauaeg

aa dl-d goj 1 % a =3 o v % a o
dananduiet lulasaiisesiu  asinliaiuimgaduses lubaludnenizaadnisg



16

all o A al = o [~1 :j/ Qi A
wanvlasuleaaudumnasraswaniume  asduidunimeandasauInAnadauaNTAng
uanilasulaaauuasilalast

o ~ - = P
antTRuaasdlalasd Aa ANa N lunTanasulenal LaLNN9AaNA3INT

AaduluanaIa9aITUNeTia Aufuawie veegliaesiuanareeansiu wenanniiu

dla ladaldiiludonidnlanzuinanntnge udagaduluanaunssueil wazddnyly

Q| o

v
o o

niiy dlaladialdiduinsaljisenlugnamnssntinaaenuarinandl iNenantingu

TanasuazanAlnaInvanadin  dlalafasiunuinuazanudAyatnedase

@mmumimm:mmmmﬁm

Si
o o o
-AI—O—Sli—O—Plxl——O—Sl:i—O—AI
6 o b
g

gﬂﬁ 2.3 Ipseasauasilalast

v v
UBNANNUULAITUABUNTAITNTLATLNA G AFD IATIAFIIUAT AN AINUFBNT
dl o 1 aaa %
@anan waessaselizensae
2.6 NMsLATENALEILGATEN
2.6.1 MFANMAENAWsIN (Co-precipitation)[9] Hudalunienat1amn

TneRsnsanmznaudniiuidsaesnisuanlenay weeluananesarsiauladogluna

= '

Pa9a7araEaz g insyatenag luvasasaasuds wisangand aznaulilne i

1
o

ANUFNMNNIZANEMTLNITANAZNDY LW ANANITUNTA-ANN(PH) AmLdNDY LssanA

wazdnInIINaNaITazany Wil TeazuTgnaua utiuaziansanainnissauiey

'
[ ! a

iwdwﬁwa@mmmim@u (lon product) NUAYANNABNINITATANE (Solubility product

'
aaaal

constant, Ksp) 1{luasnAnszuauniswanilieen Iinananige wazazizansaianis

v o

Fuarzinuaiauadfana1anannld nilaan1suinTiAesaasraa19aZaNtN AR

TaneNdasnisuiazatasauiuludaniazatgnuuzannaqtl ldpnnznauiusa

6

an a Aﬂliz ! a oA dl dl I v o '
‘W‘i‘sﬁ‘WLlflLﬁ]ﬂ?%ﬁ]@ﬂﬂ’]ﬁquﬁ’lﬁ‘ﬂqm‘ﬁqmLL@%V’]’]‘WL@‘IJ‘V]L‘quz'&llLW@TM1WHH’]WH@\?@‘L§IW®L‘]QLN

]
= g

P g s, A a Aa o ¥ Wy
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prdmn dauln Aaalss WAy AuniTAmLIes (MIRANTATANELLE) AT
TmpauAfuaLun (Na,CO,) Tnaanlansanlas (NaOH) wanlutanlansanlasd (NH,OH)
wanTautauAnfuaiue ((NH,),CO,) sy

262 n19daATIzILULLNA LU (Combustion  synthesis) 1113519

o 8 dd‘ o a a s
ANLATIZUNINLAN w1m3ummmu%1ummmmmmlfmﬂmmmmaﬂa‘zﬂfam@ﬂhmmw

dszinm 99 wsdindduge Fagmuln dadedisen dandsznay dansawaziaguitundn

u Q

1
=

500 1HA aN1safialisenetesetieslAinangmniige TnelisiasenAaunaanasen

3

ananauen e luniaiad§isendu annsassennsavigaalngliadusiesinunis
UptiatanIuIA TN AuNug eI sl isesnend (Redox reaction) 184a135Y
s TneinslipanuFauunanssaduiataiugnslsvne uvisereanans s uInesaeand ladiy
d” a dl %// ¥ a aaa = o‘dld %
ANFTBNAY ANNIINAIFIRANAINN IR TN ARl TTaFnendnin1sAe AN TaY

waxszuuaseanuiazgnin il luntsandinllaesdisen wasiliasannludfizen

1
ol A

NanansurndanuziluuialuBunuwon sailunisilasiunisdudanesauniald vin1

'
Y a o =

TauanTneiiidunsazidaaniauiaan

2.6.3 Adlalpsinasuaa (Hydrothermal method) 1113a71A5UANNTEN

1 2 4 =l a o d = =l v
‘lﬂH’Nﬂ')’]\‘]?.lQqﬂluﬁ@'ﬂuuj’unqﬂm‘iﬂﬂIiN Lsﬁiqﬂﬂmuﬂ@"ﬂﬂu UBANARTNNNN LI;‘]‘J‘HN1@3J AN

aNaNeNeIALsTNaLIANLATIBIATE YN AGTNATDT N Il uRe AR g UMY H LAz
ANAugeLunans Tngldfasinudunaunisuaalasd (Calcination) ardguugiaasnig

a

o

= . . o A o~ o A o ax = =
LNIHNUN (Slnterlng temperature) FNHNBLNELUNLNIN \‘1Lﬂiﬁziﬂ,mﬂﬂﬂ’mﬂﬂﬂmﬂquﬂLmJ
= = & ) =l o - - T !
‘Iﬂu”l LW?qzﬂwﬂqﬂNTuqu@ﬂﬂqq LLWQﬁﬂq?Z‘NLﬂ?qzuLLUUHQZC‘]@\?Nﬂq?ﬂQUV’!Nﬂ’]ﬂquLﬂu

nIA-lud (pH) goungiuazpndnduresasidindifisen 5lalasmesuaealdgn

Q a

11N M 11iN1949LA1 21 AN N B S L9 B LA NYIF NN IRS AT A AN TN

I3
ada o

2.6.4 ABAULN (Impregnation) N9wiseNTALABUINANNIFFENFR905Y

1 v K o 1 a a a I ' t2N] o

nauudaasinlanzdaslninadlling nainasazaransirefiaefrasians g tnesa
saafuntaunun IEiuAsnswraRLLy 3 1 3800 (SI0,) axgiun (ALO,) lus

2.6.5 A6lda-1aa (Sol-gel method) nswsanlaeRalaa-laanaidudsnng

9/4‘ a °| dl a L4 a oA % dl

saenfthaulaiiesanaun o ldng grunnRaan1azUng uiesfimnis lianem

'
a ¥ 1

HAnnLsgnsge witdudsnAeudneedeenn Taaniswsinefiafisassazaraaaslanci

3

FaanT1sunaransfaNulufaniaratatuNizan i ldanaznauiusania Al masn
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AR ANTUANFIANAZNAU 11U LENgI1Uaa a1 lia1rasanannaznauLanassinluunu

v
k4 v v

Ansnamussall Aslaaanldansfasuidulanzdananlas (metal alkoxide) 4
nndfnsenlalaslada (hydrolysis) uazilfiisensansia  (condensation) lAlaazaslans
o‘d‘d = addﬂld a a 1y a dl o ol
aanladndauinunly nswEasnalilszdnsnngauiidaidunsenlanzdananlasisnan
wnsuazdoulunjdeslosannuaunazuasin liniaiuinuansiiaaugean wanaini

lanzdananlasunafaldilinisuananslunasnans
0 AC
09 _,
G@C}
SSS
Sol Gel

gﬂ‘u‘?‘i 2.4 naulasunilasaniuzann mailuiaa [10]

266 waladans tginailss (Ultrasonic spray technique) ?J%ﬁgﬂ
o 49( o/ 6o d! 10 (= £ 1 1
Wanunaunaz llunnsdanszidaguilu avldandudesinunszusunisuntdesanauin
o 1 = Z// a o % o 1 Yo [ & o I
AT lun Iz UIUNTIATEN BLLALAN N1 lszusmAnldane Tna a1 N170d9AT TR
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Cavitation bubbile ﬁ
growth in negative

Prassure CZ :D'

Maximum
Bubble Size = o =

Bubbles collapes U
in comeression :}9{:{
= fi

* =@=
Cycle repaals
Mew bubble growih

517 2.7 nsumnfzesaseinieluzesnan

2.7 NSYISALNUA (Treatment)

2.7.1 N5 (Calcination) Aanfunminfiesdndeudanaauilyl
Faanaldaanasheenllsuiadumein i fisewaeulleglugfifesnis e
aglugtlansaanls L nmadagurediesmfvemndunedideseenlas (Cuco, lu
cuo) vzanailulaflansanlafifunatilasaanlas (CuOH iflu Cuo) viseTeriafuaiun
dudsiaanlas (znco, 1w zno) udu Inadnsinislimanufaulinasaaunedsalg
Ufjfzendne Aa fedmsnsliirnnafeuiiaiy mmmmmﬁqLéqﬂﬁﬁ?m@uﬁu'ﬁumﬂﬂﬁw
LL@z@muqﬁﬁiﬁuﬁumwmmiﬂummmﬂﬁqmmw?m@ﬁsn@ﬁwi@mﬁm

2.452 n155mad  (Reduction) Lﬂuﬁﬂ%umuufi\iﬁ%ﬁﬂﬁﬁqLéqﬂﬁﬁ?m
WenTazinlfiienitesniautisde v ldlangiaaudasls dufeanieinldlanzaethles
Lﬁﬂﬂﬂ?LﬂgﬂuLLﬂ@Qﬂ?zﬁﬂﬁ’m cu’ wlu cu’ ‘17’Ilflﬂ')’md@x‘ii’lﬁ\lWﬂ%uLLﬂzLﬂ?ﬂlﬂuslﬁﬂﬂﬁlugﬂﬂﬂﬁ
cu” mudndy Taeviliudadiuiumssfiien cuzno asfiaaidadlderluglaes cu’
uaz Cu’ tuiu Inendladunszuauniasansnisal it wazniavdmuuiniudn fuuds

azldpnisealfisenninFantinlyldenu
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Jong Wook Bae wazmtue [11] ANHN1IHA129N17 a1sanaznauiLanmnaiuly
NNLATENANSNULATYN Cu-ZnO-AlO,/Zr-ferrierite waztfadeLjizanmzenlsly
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seauunlummg InsdaunnayniaRat 500-600 W1 Tuwas

Ran Liu wazAmez [13] Anw1asninesanayniauniudsludlseldinatia
damanlatinazmanluimdu (Ultrasonic  atomization) Faiflunsindfasaniuszndns
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Mohammad Amin Alavi LLazAue [14] ﬁﬂ‘]:’ﬂﬂ’]ﬁ‘ﬁ/\‘]Lﬂi"]%ﬁLLUﬁ‘ﬂNﬂ’TﬁJ@LHWTH’]@
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ANl Ba® 0.01 M 15unms NaOH 10 Hadans wadulnaeseynia 1 9l

J-L. Li wazame [15] Anmjizainisdansziiiuniueauaziuniuesn lansdu

|
= |

Tnefiadalgisen  CuO/ZnOy-ALO, edoalunisdansyinidnalaanseainuia
fnpazdd AnmAaniastensndalfTien 5 38 Ae A3nnsuauuuunszatasagi, 38ns
HANLLUNIZAEFR4Y, FBNIANAZNBUIINLLLIBUTHN, J8n19Anaznauson Cu/Zn #og
NaAIO, uazian19AnAzNausan Cu/Zn/Al fiael Na,CO, WuInswranaaLaLisandos
FBNIANATNEUIINULLIBLTNIAZIEN19ANATNAUTIN Cu/Zn Fael NaAlO, IfAnsulaen
2e9AfUauNeUeNlIAgIDN  60.6% UAT 63.8% AINANAL A9UIBNINATENULLNAG
AnAznauian CuZn/Al fae Na,CO, Waniailasuaespfuauueuenlofeafigaiiies
32.7% u,zmmLﬁmmﬂ@mmmumnmﬁm@&i@mﬁuaqmﬁﬂ@m@uLL@m"w ARRHGLNLETR

azgiun lunsfialjisenuniueantansdu wudinguuni 550 evAnmades 1

1 '
a 1

aal A P o X A P -
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NNNGR AD 67.7%

Wang Dong-sheng uazAmuz [16] Anminisidananinaedsogalijnsenlunis
1% a a = 1
Fuarzilawiadneaslu slury reactor Tun12z 260 asATaldad 5 wnzUnaA1a wuan
o ] aaa c s o o o '8 1 a
sadetlfATennetilesuulanzeanladdauiunisdaunssiiuniuealaiinanuianys
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dumpseilamfiadmafidudanisddgy i liiianisidenan waeasadeljasen

patlilafuulanzaanlafduiursesdfnsnliuuaiaes naaeudnsnizaaedaaliise
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Ruigin Yang wazAmz [17] Annsdaiaszfluniuaasain CO/CO/H, ntiu

Hwsngelisennetilesieieanladuuezgiiun (Cuzno/y-ALO,) Tnad 2-Taniueaiiu

a

fodadTn AadelfAzenfanatagnieseninedsnisin g uguionvesesgiuitne 14
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Jun Bao wazAnz [18] imsfnuniswieusaiajisen Cuzno fiflgnsuaung
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Mrinariu 4 gtin Inedageal jiseuanduiunisdaiaziiuniueane Cu-ZnO-ALO, uay
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3.1 A1SLANWASLARN LT LU9NUAAEl

3.1.1 415LAN

pathilas (1) lwmse (Cu(NO,),.3H,0)
394 (1) lwimsa (Zn(NO,),.6H,0)

wanluiilenarfuan (HCO,NH,COOH)

dlalasaiin HZSM-5

UFTHN

Ajax chemicals

Qrec

Ajax chemicals

Tosoh corperation

lNUaa (CH,OH) Fisher
3.1.2 wna UFHEN
wialulngiau (Nitrogen 99.9%) Praxair
wialalngiai (Hydrogen 99.9%) Praxair
wialalasian 5% luudalulnsan (Hydrogen, 5% in N,) Praxair
uwigaandiaw 2% Tuuialulnsiai (Oxygen, 2% in N,) Praxair
L GIGLEY (Helieum 99.999%) Praxair
anAUFuAuE (Air zero) Praxair
LLﬁvzﬁﬁx‘le’]:ﬁ(SyntheSis gas, H,/Ar/CO : 48/4/48) TIG

3.2 insaedauazalnsalnld lunuias
dl o/ )
LTI AR I
ONNANARIN
IANANARN
dll a cY o o a a '
wrestfjnanidmiunisdunnsiilamiagmes

dl aAa g aa 5 o 1 aaa
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LATANTIANNNALIRLA 4 AW
LPFRNANLIANERIINIT 1A
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Fou
LANLNNENT
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LPFENAILANERIINTT 1A
TngaA N
TN99UAZg
LATANFAAIH AL

TASALIALATARTUIAFFLTL]TTEN
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lugeyINIALATN TN

3.3 tAsaeNaldlunisaAs1zi
3.3.1 LATRIANUNNIALNIE (BET)

BET luAgAnmAmantmrefiadadisen Wy auingngu USuimsgngs wua

a o o

Aodudagngu Tneldimatianisgeadusasiulasay Inalusnddaildiasas Micromeritics
ASAP 2020 surface area porosity analyzer. tFu1ausaideljisanldae 100 Hadniu @

azgninn lpnufeuneunageunguugil 200 asaaada Wwiaan 4 dolue wuin

u q

Raduda BET Auanuldannanniszes Langmuir

X abC - C 1 1
—= —= s —— = — 4+ = C,
m 1+bC, */m) ab a

He  x/m pe Winnuanstutenigngadusieifuiuaisgady

a,b AB ANAYNIAINNIINARDY
A 1 v b dy [ %3 o/
C, Aa AANdNTuaNAaeIansueuluaNsaranandsaINnsg AL
\HamANANRUSTOdURNTa9 C_ /(x /m) U C, ArAduduaziniy 1/a Taed

1/ab AD AAGALULNYL Y
3.3.2 LAFAIILATIZUEIRAIRSIRLANG (EDX)
N13AIAdaUTRALAZIBNIUEIRF2EMATIANIINIZ AU WA U9 F9ALanS

(energy dispersive X-ray analysis; EDX) NUANN139INN1INTLIR9898L8 NATEU LT

1
a

¥ 1 o a o d@l o al rdl 1 i’/ | o !
uantandanufvalandaanudeiediandnilanuaanuiiy Lﬂu@ﬂwmzqummumzm@

Uasaanun Tlusraanilsenausiaiiaiadaaniilszquon uardlanasaunilszqaunt
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Aza10) nsi3tearesdidnmseuseuilainaaeseznenty iidhlafuudunaiui
WAL UAN UL 18999BLANATRLY (electron shells) ImﬁLﬁﬂmmu%u‘luquﬁwﬁwm
rﬁ'ﬂzgm LuﬁiﬁwﬁqmuﬁuﬁzﬁﬁqLm‘ﬁ'zgm Lmz'fELfﬁﬂmmu%uu@ﬂffm:ﬁwﬁwmﬁﬂﬂ“@aLwi
NN U ZHN Lmz?:ﬁu%uwﬁwm%wmj 19981AnATauaziFesaInueanlduenls

£
o a

AU K, L, M, N, O, P LAY Q AMNAIAL WAZLBIAINANNIANANTBITEAUNANUE A

3 a o

WHEN289BLANATEUTALHIARLA N1 LHBLANATEUFNEY (primary electron) NANWATIU
AnsTunnndn assnazliunun I AUNAIIUTW K 990097950 L A9 1U898L8NAIa1a951

% A & o =2 a = o p \
%mﬂﬂmum@ﬂm@umﬂmﬂwqm@@ﬂiﬂmﬂ@mw AUNARNENYNNTEAU AD 1

a

1ADE17 ARANNNEENN BTN AN DS TAeN19N LA NATAU UL AUTUNAINI U UANAY

I
<

dnldunuin Tnanselanasldunundasdnanaianmaseunslungaasnlyl wdavinldifinnig
Uanilaaandsudluiveanunlugiluesisdiand (X-ray photon) TANNANNUINALAIN
WANANNTAIBLANATAUANNTZALTUNANIUNE N IUNUNNTUR wazFaFudty o azfuseg
e’d‘ 1 o o o dl 1 v o
lendngnilasilaesaanun HuRiuulaznawIunlassaaniLasinaualuglraans v
1 o o o dl 1 dJ a 1 Zj/ 1 [~3
FENINTEAUNRNURATAUIUNUanddataanunTe BlanAsewluusiazduLeIa e A
= o 1 o dl [~] o o o :// a e’agl 7 =
arAndsuuansneiull dadudneusianiziafatiu 138 819021A T TN le9n |

a9Alsznauaeesns latig uariFanaududndouinle

3.3.3 LATANLATIZINISIALLLUSIALENT (XRD)

= [ % % A =® o 1 aaa 1% dl
nsAnEIdanwusinsaaitanTesuIanan il izenlneldinseq
' a o 13 [ dgj o al '8 d’ o o a o =
wndisdanunsndu Tnalduannisaaaiuuresiadend Weafannnsznuingvseeynia
AZAANTITNIULBIRN FNRAT B UBANNITNYNALIEUILTBIBUN AN T LY NTB3IARN
nazny Iasea¥1euazauiananaeesiadeljisanniniadnsiaeirses XRD §u Bruker D8
. Y dl 1 =X
AXS Advance X-ray diffractrometer IngildAN CuKg NHH 2theta Tugag 5 4 80
=< 3 o o ¥ ' =
nisuzuiananaesaaliaseanlafainisnAiuanldainAinaiugananans

(full width at half maximum, FWHM) Taeldaunisaes Scherrer Jannng (3.1)
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KA

YUIANAN (W luNmg) = ——— (3.1)
pcos g

o o

We KA AAei deduiusiusdsnaueenan (k = 0.9)

a

A A9 ANENIARULRISIAN T (Cu, Ko = 0.15405 W1 l1LNm9)
» N o 44 A L ,
B Aa Anundnerasitanezaileaasnnnugs lumdieisisen (Radians)

0, Aa AyuaesuLsn (Bragg's angle)
3.3.4 LATAIIATISUMSIAASANTUANNA YN (TPR)

nnaAnANaNan lunnsgadunialalasiaunuguungiinuasunlasaedsong

a o o

Ysunsgealjisenldwindu 100 Hadniu vinnnsliacnfeuneudqauialulnsian 20

a

Hadanssawd {unan 30 win Neaumnd 100 asAEades waatuanmgiiflu 350

9 U

asANTalTaa faednsnisliaeiuieurintu 3 asdnmaidaanaund tnalduia 5% H, lu
N, 20 Hadamssieu uiaa1eengninuidiaszsisasiasasuialnsuntansan Shimadzu

GC-2014 (GC-TCD) fasiazn1ainazsnduaiIulnsldaInannig 3.2 Aail

Tuaresuialalasiauainnisdn

o

ZREATNNNAATANTU = 100 X

= : (3.2)
wareswialalasiauannnisanuan

3.35 ﬂﬁmfiamiﬁﬁﬁLgnmauuumimnmm (SEM)

1%
¥

¥ A @ G| ¥ dl ¥ s (<3 Y @ =X
ndavqanssamididnasaniiundesilddasginguuindnuin  Wddulugjauls
1 a K ' ¥ a dg/ va © ¥ o ' [~3 o o
nanAnDsassuauyin ndesriaildgianasauununas TneldaunandmanwilnieAy
a L o dl dIQJ =] o 1 1 a o 1%
nszuadianasaulinslilsuiuiqeanseasnisAneuudaedng dwRsaiunisldiaudsan
waslinqaluialundesqanssaiuasuuusssuniavazlinmaziinlivuuaanatiinaiing
dl A a dl = 1 1 dl ¥ 1
asnfaziaantBlannazAnenldatwazaon  Tasszuuresipsesariasaluanin
d@l 1 o | aaa % 173 dl .
AEUIYINIA TIazATIAaUIBIALAYILIgesAaselise  AowldiAges  Scanning

electron microscope (SEM) aju JOEL model JSM-6480LV

3.3.6 nﬁ’mfiamiﬁﬁ%Lgnm@mmudmmu (TEM)

WMANAANIIAUBLANATAULLLNI T UANATY (Transmission Electron Microscopy;

a o

TEM) lwmaianldlunisAnslaseairsqanianazinssaianansesiag  Inafiean

q
v

BIANATAUH T WNUTI LA TUNIETUNNAN ST WAANHIBLANAIEUTINEARIUTWINY

WILREALLWAIN Iz WL Twlueu tneldiATes Transmission electron microscopy
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(TEM) {1 TECNAI 20 TWIN Taandas TEM ilsznausoaunainiiiindianasauriseiiu
AANMTDL %qﬁﬂmmﬂﬁmmu (W) wanaNdNEnNGE U bI6 (LaBy) Y9 N9ALAULARDL
siasladanaanlas (2ro,) Tudnemizingaiundas SEM LAANNFNSANETIHIS9B I nATaU
Tundea TEM gais 100-400 Alalaas (kv) ndas TEM Mnaulpanislfiaudaaunuies

(condenser lens) 2 81 NAZA18LANATULHUIUILALADANIUBINADS ANNTIUAALANATL

] Ai/ dl = £% a d’l 0 a dl dsj
ari uTUIuNETaN1EU1e < 500 YN TUINAT LAZIAANITIALILY ANBLANATALALALIALLL
azgniviannsaniuiiuqaaesiuu (diffraction spots) Nszunulnias1uMas (back focal
o/ . . :J/ | o ] & A o dl
plane) Tneiauding (objective lens)antiuazenulifaiaududivanan 3 saiaaeanIn
LAZLAAININLUARIAINAAS TEM
3.3.7 wnalpsunlang Al (GC)

wialmssnlans W (Gas Chromatography) Fumatianisuangnsiiefelugnius
fngeanaInmii Imﬂmﬁwﬁﬂmiﬁdﬂmmﬁi@mﬁmﬁmmmmmlummm’mmegﬂ@msﬁu
finafu A liansusiazafinueneanainiuld TuniAseillginnninmsiuaadueilg
mﬂm@mmm@ummrj@ﬂqmmﬁqLéqﬂﬁﬁ?mmizﬁ"\ﬁLmﬁzﬁimLm%ﬁmﬁé’qmﬂ%ﬁmﬁ:ﬁ
uFalasunlnns i Shimadzu GC-2014 TaginnnsaiAIs A AR tusRuLRa AN L
aan s whaafuaunlneanlad wazuialalnsau daaufmamassiia thermal conductivity
detector (TCD) Tneldmaduiialia unibead C UaziINNIATRARS R uRaRly
Tafadnes wniuea wazAmsueulaeenlds semmamassiia flame ionized detector

(FID) Taeldmaaninila polar pack Q, PQ/PQ
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3.4 mawmsanadsalfnsendrusumsdaunszilainiiadinas

3.4.1 NSLATENAILSILNFEN Cu/ZnO

3.4.1.1 A8M9ANAENAUTIN (Co-precipitation method)

sanasaransretieflums auardetlunsangnadaunanuidiudu 1: 1 (0.124
Tuand) arantluininasgaeinlsmaanlanay (deionized water) Usums 200 Ha@aams
LAvIRENANAYA LTI A FUa IR AL LAY 0.124 TuanFazanednarinsmann
laaeu 17u1Rs 200 Aadans 11ansazararethdes/@ert lunsauasienluiananfueium
mmnmn@uéwﬁuiuﬁﬂmm’ﬁm@ﬂgﬁwﬁﬂmﬁmn%muﬁqmuqﬁ 70 aeAIA@ad T
ANTUEAENINULALENENAN pH 13T 7 Rnmzneaudildliuu 10-12 dalud danznenuas
@uﬁ'@qquﬁ 110 aAmaFeg unan 12 4aus mnffw,mﬁfqmuqﬁ 350 9ANLTALTYA
ArmFuLIIEnnTA g 4 dali azlamadeljisan lunisdanssiiuniueaniu
RNIRE

3.4.1.2 walaaans laingilss (Ultrasonic spray technique)

eugnrazananailieflunsauasdlnsaRenIdauanudd 111 (0.062,
0.124, 0.186, 0.248, 0.310 WAz 0.372 tuand) avanedaaiindmaannleaan (deionized
water) 200 faAaR3 uazIFINE1sazaauaN T TanANFUa AR AT 0.062, 0.124,
0.186, 0.248, 0.310 wax 0.372 Tuans azanednatninlAanlenai 200 Sadans ANty
thanrazararatiles/dailunsnldluniesdansnloiniAseeiniouazansazans
panluifionanfuaiunluaiesians wdndariesdanslafinlfaisananuazens
ANTATALABNNN (ﬁﬂwmzﬂﬁwﬁuiﬂﬁﬁ) aveedredaatiles/Aars luinsnruiuareadaad
wenludlonmfuawn fadunznendin  drpzneunasinlleufignungd 110
asAaTaa Wiunan 12 $alua mn&uﬁwmﬂ@uimmﬁ'@mmﬁ 350 @9ANTALTER AN

suussanie iunan 4 4alue azldnseal §isenlunisdanmsiiuniueanusieanis
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=i 77 dl = o | aaa
AN9719% 3.1 Aududuaasansazaten g lunnsiETaN ﬁlfJLNﬂ{]ﬂ?ﬂW

— - ANty (Tuand) e o
ABNTLAsEN anuol
Cu(NO,),.3H,0+ Zn(NO,),.6H,0  NH,HCO,

N1IANALNBUIIN 0.124 0.124 124CZ°
dananTatinaeed 0.062 0.062 062CZ
0.124 0.124 124CZ
0.186 0.186 186CZ
0.248 0.248 248CZ
0.310 0.310 310CZ
0.372 0.372 372CZ

3.4.2 MSLATENAILSIUGNFET Cu/ZnO-HZSM-5

a

wndlelasl HZSM-5 fienumnil 500 evraadua Avusuussanae uean
4 Falua ielddsantliniialues) ukadsaselfTenluniedunmzfiuniuea (Cu/zno)
AsseudneAanIAnazneuLazinATiatans lsinall s unuangusniLdlelas HZSM-5
ﬂ?u’]mﬂuﬁ/ﬂdﬁuimﬁl{iﬁﬂﬁﬂﬂmﬂﬁ@ﬂL‘ﬂﬂ'ﬁ\?ﬁ@ﬂﬂ1%ﬁﬁﬂ%1@1@ﬁmﬂdﬁ’]Lidﬂﬁﬁ?‘ﬁl’]ﬁﬁ?ﬂﬂ
FaeARnnsmnRznaudan WAy 21 wardedaulagtinvinresnetlileetaanladse

dlalasuessiadljisenssensamatindananlatingilss windu 1:1, 2:1, 3:1 uaz 4:1

antiufsaisennnanudanndaidaiieAnauin lidaune RN 1ALeFagel §izen

'
'8 =S a 6 o

WNzaNIUNIgIRd  TennsTRadsiawaLiTen CuiZnO-HZSM-5 in1erlunisaniiiunig

wanslugii 3.1
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N, 15%H,inN, | N, | 2% O, in N,

220°C,2h | 220°C. 10 h
2h
T

24 h

ambient?

T

ambient

519 3.1 Tsunsunassacdnldlunissizansiaseljisen

u

3.5 managaumltsalisendinsunisdaunszilaniaaines
Tuseulunimmageuiaialiizenduiuntsdunszilamiiadimes Ae unsaLds
Ufisen 1 ndu nandusvinazatsmmineaudnashuATeslnsnluuuanes laainie

nelwaresdnend udalfudnanisluaniadansnz A0 uAu 40 Uns INgUUYRTeY

dl a W v a d! 23 a o a‘d‘ b o a2 L4 dl 23
wisasdfnenllilimnguunl asudandndnginldazgninlddmseidoanracuiia

TAsuntang N
Pressure
regulator
Back pressure
regulator
Thermo [
-0'l GC {FID)
Mass flow
controller .y GC(ICD)
Slurry reactor '
Cylinder

519 3.2 wsesnsaldwiunisdamszilamiiagmes [20]
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3.6 AauwilsNANEN

FutlsfvinnisAnendvsunmsdanmeilafisamesazudldiiy 2 dow Aelu
AIUVBINWFTENFRLIIUTTEN LL@ZGLHZQ'Q%?J’NQ’]’)::?IILﬁmﬁxmmﬁluﬂﬂ?ﬁﬂﬂﬁﬁ?‘ﬂﬁﬂmﬁﬁLi\i
7faen ol

3.6.1. AaudsdrusunisinsaNmALsILlGATeN

- AN duaadnatlilaslunsnuazdertlumen (dnsdoulnelug 1:1) 1w
0.062, 0.124, 0.186, 0.248, 0.310 Ay 0.372 Tuang

- Fnandaulaatinninaesnetliles/defaanlafredlelad HZSM-5
(Cu/ZnO-HZSM-5) 111 1:1, 2:1, 3:1, 4:1

3.6.2. sutlsdniunazimanzaslunisinl jazenaasmaiseal jzen

- FNFINNaANELINNNUeS [ 20, 30, 40 WA 50 NaAAMT

- AmINTlraTeauia [u 20, 40 WAz 60 NaAARIARWN

- gounnAluneinUAgeN i 160, 170 uaz 180 a9AIALTE
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v

a v A o o ] aaa A & v a
mmwumumammmwmmﬂgmmmfaﬂl,ﬂm/mﬂ@@ﬂvlﬁmmammum

danalainailsdfdnniuntsdannsilawiaamasanui adan et

41 msigadlanansniaasmasaljisen

a .4

411 MIINNUNRIIR9A959UJATeAs1sRRA9e BET

1
[ %

dy Q‘IQ o ' aaa o a o ! ! o ! aaa
‘W‘LJ,VIN'J‘I.IQQ[ﬂ%?\‘]ﬂ{]ﬂﬁ‘ﬂ’}L‘ﬂu‘]j"mil'ﬂ@’}ﬂfyﬁ‘]‘ﬂﬂQ’]N'J‘ﬂ\‘IvLTﬂ@\W]’)L?\‘Iﬂ{]ﬂ?ﬂ? Tag

£3
a

=X dy dl A dlq o a o Y
NIFANEINUNNL (BET surface area) LﬂuﬂW?MWWHV}NQIﬂﬂ‘ﬂWﬂﬂLVIﬁuﬂﬂW?@Wﬁ‘Lﬂl‘ﬂ\‘lLLﬂ@

Tulnsiay

AT 4.1 NIMAFBLANMANEALTANLNUNTT e BET

1

WuiRa Usunsgngu AUAFHTULRAE
RSl fiizen (AF3./N5N) (AL.T3./N5N) (Wtuams)
124CZ° 556.93 0.50 36.05
062CZ* 15.63 0.68 17.61
124CZ 35.38 0.24 28.84
186CZ 26.20 0.16 25.11
248CZ 30.10 0.11 15.73
310CZ 46.89 0.42 36.01
372CZ 20.87 0.10 20.65

124CZ° MsseNAReREn1sANAENaNIIN

062CZ* Mwzenmaemaiindans lafingidlsel

¥
A

A = A
RINANTINN 4.1 LAANDINUN

a

W1 (surface area), ﬂ?‘mmmmgwqu (pore volume)

LAZIUIAINTULAAE (average pore size) 123ARLNLATEN Cu/iZnO WFFeNAaeAEN"g
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ANFAZNaUTIN (Co-precipitation method) wazimailpdanslatinalilse (Ultrasonic spray

technique) WU91 AL3fjiFen Cu/ZnO MwFeNfaeRan1sANAZNauTIN (124CZ%) HNUA

oy 55.93 Asn./nin Tuanieidasedjisennwsandamatindanslalininunioe

el®_

U9 15.63-46.89 MIN./NFH BUUAUAMNITNTUALE a1nn19LFauRa LN AR 1998715

dffsennwTandaedgnisanaznaudnazdans lainaisdnacsdudumaaiu wudd

¥ 1
=

AodetliiTen 124CZ° MmzaNAaeaTn1aNANaUTINERUNRININNTIfAade ATeN
dl a ¥ a o a e dll aa ! | =
124CZ Msrensamaiindansilatinaidsed easaindanisanazneuianidunisimzauans
Tnenisinansazatense (rethdefuasderiluingm) uazaisazaieiua (uonluias
prfuaLun) Nanndasendulutidsimannlessudaiunisiasatspanidnduaeg
A13azaNeENAY douniswrandtsmatiadans latnanlstansazaransauazansarane
wanlfiseniulnanse pnududuresansazaausldilasuulas faiuaonududu
ai % 1 = OI 1 a v a o a Ce dll
1938137 1 Tun1sAnmzneausNAAIndInIssraNsamalladans loiinalse ilamaany

v o o qw = o = Y o = o a
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D
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] ' o ' aaa ddg/ dl dl A ! aaa ddg/ dla '
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Wuduniaveesredgnsazanansa  (AUefuasdailuingm) waTa19aTAELUR

o o o

(uanTuenanfuaiun) Wendudanuanisanadiseiununinsnasazanadaiy

. . N o emm 4
aradnt] uarAndiaNdndugaienljisenduenaiadjisen ldanysallunioey
Wuazaas nMldareadifianismudinduniiunaauesgnsazateanada [22] LaAANIS

ANAzNeUlUNAT89189MAIARIEATNNTANAZNEUTIN TIazifuaNnNanIANEAaemATiA
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1 1 v
SEM HaAMNdNduANIud g uinandans s duntudasacuas N A g1 uanaans s
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4.1.2 msAnsmsInasAlssnauanasl Jisendiasizuneamaiia EDX

A1NN133LATI LRI NeALsENe U0 ATU]3E1 Cu/ZnO  MsFauAat

ATn1rAnAznauaNLazmAnAfans lainalsd (Nemsdiuratileseanlassadan

aanbafwingy 49:51  Tagtnuiin) IaaldA3e99AN1INszaanaaIun g aulninsimes

b

(EDX) wanalumn31ai 4.2 wudndaldeljisen 124CZ° MsrenfaeRanIsnnmznausnd

D

dnsdaunetideseenladsedaioanladiviniy 68:32 Taeiutin dausaidediizenn
wisausaenatiadaninTatinalsdidniaanaasnailidafaanladag lutdos 51-90 Tt

wuiln wavdnsdaudaieanladatlugos 10-49 Taamein

A19197 4.2 agALlsznauressingelf)isen Cu/zno

AaLselnFen CuO ZnO
(49 Y%wt) * (51 %wt) *
124CZ° 68 32
062CZ 90 10
124CZ 51 49
186CZ 64 36
248CZ 77 23
310CZ 61 39
372CZ 70 30

124CZ° MFTeNAERTN1TANAENDUTIN

* §n914au CuO: ZnO N lunswsisensdassljisen = 49:51 Tagvinmin

AN FeusaaLU AT AIETeNFEAENIRNATNeuIN LAz ATiAd AR TE N
aulsel azuindn dnandoupetideseanladsedeiaanlafuesdaialiisen 124CZ Msizan
dotnatipdanslainadsdldnsdaunaititefeanladrededeanlafindinaeiy

dnsndoui i luntswBansadaljiseananndndaeljisen 124CZ° NwFandaedanag
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fnunazinatindans latinalssd wuNANLEAINANIRY CuO A 20 WinfL 35.6°, 38.8° LAY
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Winfu 90/10 TedmIgnuaespatilafaanlasnuiniiuliaznilinisnszanasiuasaail

wasanas [24,25] ﬁqﬁummﬂmﬁmmﬁmfmqq

o® eCuO ®2Zn0

062CZ
124CZ
>
=
c
Q 186CZ
-—
£
248CZ

il | 310cZ

1 ,
w /\/UJ e M A M AN 372CZ

o S WW\_____I 124CZ°

T T T T T T T T T T T T T

10 20 30 40 50 60 70 80
20

s 4.1 Tassafrenanaesfadal]izen Cu/zno Awnsziidaemaiin XRD

F197 4.3 wansruiananaelilefeanlafuedsiaidalisen Cuzno Nwsausae
AFn1rAnAznauTINLazmANAdans lainglsTfiaemalla XRD  wag TEM a1nn19
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ansarareiua (wanlufananfuaiun) windisenduluindsmaainleesuniliinos
[N UIRIATALAY FUAUAARY AaunITETaNstnATASans Tainalldaraasaay

a1razaenIALazatTazateiuainliseiulaanse AnndndueesansazaneFusuly



38

d‘ o Z// ¥ ¥ dl b4 1 =) OI 1 = %
Wasuulas Asduauiduduaesa sl Iun19anALNauIIN[IAININNITATUNADE

a o a e dl ¥ 9 =R K A =3
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avndndusieisasanatin wudl dadelfiseNauinaesnanaetidesean il
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TEM Hawnananagilutas 18.5-36.2 unluiums

A151991 4.3 TUIARANTBIFIINUAFEN Cu/ZnO TiAsnzsiraeinAtia XRD Uaz TEM

pasalfAzen  auenEnaas cu0™®  auawAniads Cuzno™
(U TULNAS) (u'ﬂlum £93)
124CZ° 10.4 9.4
062CZ 29.5 36.2
124CZ 17.7 28.2
186CZ 27.0 21.5
248CZ 23.7 34.5
310CZ 234 18.5
372CZ 27.3 22.1

124CZ° MmzaNfngAaN1sANATNauTIN
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WiNauTuAe NAANLAAIANNITIUNANTA9 CuO 71 20 WinAL 35.6°, 38.8° way 49.0° [23]

NANULAAIANNLTUNANTDY ZnO 91 20 WAy 32.5°, 34.5°, 36.5°, 56.5°, 63.0° LAY 68.0°

1
a

[23] WATHNANANTAY HZSM-5 71 20 WiNAU 23.0°, 24.2° UAaY 25.5° [26] TIANHULNA

Aenanatiaulutdesaeddn 20 weaiuiususaliisen cuzno wardlelast HzsM-5 Tu
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2C0O, + 2H, + 2MeOH —> 2HCOOCH, + 2H,0 (4.3)
2HCOOCH, + 4H, —> 2CH,OH + 2MeOH (4.4)
2CH,0OH —» CH,OCH, + H,0 (4.5)
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mfmumuﬂﬂvlﬁm‘%%uﬁuﬁqLéqﬂﬁﬁ?m Cw/znO  Taaifa139lAsen Cu/znO lufais

ﬂ@ﬁ?mm%éaﬂﬁﬁ?mm?ﬁqmmzﬁmmu@@ WHaFRNT491399 Cu/ZnO anad (1:1) ax

1
A

denasiadnanisduansiiuniuea UnAdnsnanialfizena lamsduinlfizondd e

fadatisenldisanisduassiiuniueasnasasin liliunuaniuealuszsuuanas nis

1
oA o ]

andulidraniinesdjizenasanasniulfon witiednsndauaes Cu/znO NI
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A159N 4.10 NA2IBRINAIUANINUGTTEN Cu/ZnO-HZSM-5 AarFauazaeenisilasu

ANFUaLNALAN laALarAINNTAa NN ALTLMA RS TS

1 a [~ a [ v
ANNISLARNLN AL UNARNTUT (%)

ANTIAIU ANSRLAZUDINNG
Cu/ZnO-HZSM-5 wWasu Co (%) OME co, CH.OH
1:1 21.5 90.8 8.8 0.4
2:1 28.9 85.2 144 0.4
3:1 22.2 83.1 14.8 2.1
4:1 21.7 82.0 154 2.6

D

717 415 wansAFerazaasninlasunifueuneuenlafuesiaelfizenn

u

b

dnsdausingT] wudn Afesazaeanisilasuaisueuneuen laiEnAsnuazdnganna

1
A o ! o

dolueh 4 Tnanidnadou 2:1 e Fesaraesnisilasuasuaunananlafgegn 4miunis

q

danrzilawiiadimefaziinanndaifadiiresesrtianidfiseseiiiaeiu Ae Ao
U381 Cu/zno auisalfisaanisdamsziiiniuealng AFeaaznisiasuazasnaniii
dlalas HZSM-5 azfvuuniueallvinyfasenalamsdunin il jisananmuldd o vl

NI9NERINEIU Cu/ZnO Az lHEnIINITAANNINDAZITU UAEHIINITAALTFEN

a

alawnsduanas Uaseaaruisaaniulddeld denalddrFesaznisidaay

v 1
o

'y =R ¥ o a o ] =2 G| o ' dl
mimumu@ﬂ%mmmmmmiﬂma patiunansndau 2:1 aufudnsdiunivunzanlu

nAnrdamEFlanAafmas [28]
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BHANITNARDI

1. mawpsanmaseliisennatilasdenaantan (Cuzno) ansndau 1:1

L

BHA

—=

NalANA CuO Winfiu 79.55 nFuralua

NalANA ZnO Winriy 81.39 nfusialg

1aluana Cu(NO,),.3H,0 Winfu 241.59 nfusalua
NalaNa Zn(NO,),.6H,0 Wil 297.47 nfusalua
1aluana NH,HCONH,COONH, winriu 157.13 nfusialua

LSRN CuO : ZnO amns1891 1:1 Ipsalua

CuO 1 Tua Wusn 79.55 n5u
ZnO 1 Tua wuiin 81.39 n5u

AU WNUTINTIN WiINL 160.94 NFH
fiaald CuO = (79.55/160.94)X10 = 4.90 nN5u = 0.062 Tua

siadld ZnO = (81.39/160.94)X10 = 5.08 NFu = 0.062 Tna

- Cu0 0.062 Twa Winfu Cu(NO,),.3H,0 1 Tua

Aatild Cu(NO,),.3H,0 = 0.062X241.59 = 15 N3x

- Zn0 0.062 Tua Winfu Zn(NO,),.6H,0 1 Tua

Aatiuld Zn(NO,),.6H,0 = 0.062X297.47 = 18.47 N3H

- Cu(NO,), 1 Tua ¥indfjisenwaniiu NH,HCO,NH,COONH, 1 Tua
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A9l ld NH,HCO,NH,COONH, = 1X0.062X157.13 = 19.54 N§a

2. MawmsanAagilfnsennatilesdenaanlaa/HZSM-5 (CuiZnO-HZSM-5) &5

NSRILATISVLALNNADLNAS

navua 19

anadiulneniaresiadalisen Cu/ZnO:HZSM-5 Wiy 2:1
wreNALaLzeNENas 10 niy

AasatAsenensdaulneng Cu/ZnO:HZSM-5 Winfid 2:1 13uned 3 i

o

{FUATEY Cu/ZnO 2 niu uazAnLaLfATe HZSM-5 1 ndu

AT AawdeUinsen 10 ndu AFaLseUingen Cu/znO = (2/3)X10 = 6.7 niu

uaTHANSLseN HZSM-5 = (1/3)X10 = 3.3 i

3. NNSATUISALRZNISLU AL UIDILNAANITAIA Y

(CO |Ar)in'(CO | Ar)out
%CO = X100
(colan);,

(11-67)in'(8-38)out , |
‘ = X100 Falaan 6

(1167),,

=28.23
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4. NSAUINNSAEAZNNTIARNLAALTIUNARA U LaLNTIaaIas

Area of wanted product

% Selectivity = X100
Area of all product

moIeX(number of Cin CO2)><(area of COZ)
% Sel.CO, = x100
mole(area of all products)

(0.00125)
== < X100
(0.00144)

=13.04

molex (number of Cin CH30H) x (area of CH3OH)

% Sel. CH,OH = x100
(area of all products)

(0.00000129)
= —— %100
(0.00144)

=0.09

mole x (number of Cin DME)X(area of DI\/IE)

%Sel.DME = x100
(area of all products)

(0.00125)
== %100
(0.00144)

= 86.87
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MANUIN U

4

1. TAYANITNAABINITAUATIZR AT EINasaINLAdFAsIZY

N1ITNITNARAN

Andnuliadanseyl CO/M,/Ar = 48/48/4

§nsnsivatednsEedy 20 TaAARIReUNT

AALF9UT I8N Cu/ZnO-HZSM-5 /310 1 nFa fiémadau 2:1 Tnendnunin
UTNNUAMNAZANELNNNUAR 40 NARARNT

QIUNYH 170 a9ATaLTHA

ANNAU 40 LT

dayaainiAsasnnalasanlansin TCD

Analysis Date & Time : 6/3/2555 7:53:01

User Name : Admun
Vial# -0
Sample Name :
Sample ID :
Sample Type : Unknown
Injection Volumne : 1.00
ISTD Amount :
Intensity
] Bl 3
500+
250

7.
|
}>:
!7.___

T T T T T T T T T T T

0 10

min
Peak# Ret.Time Area Height Conec. Unit Mark ID# Cmpd Name
1 2.131 1098 88 0.000 % 1 RT2.208
2 3.709 6947 604 0.000
3 4,319 77696 4810 0,000
Total 85741 5502

=i a s & v 9 = o ey '3
ﬁﬂ'ﬂ U1 N@ﬂ'\‘a")Lﬂ‘iqgﬁﬂqiﬁl\iﬂ‘HﬂgﬂLﬂ‘i’f]\'iLlﬂﬂtﬂiﬂﬁiﬂﬂiqﬂiﬂﬂdl"ﬁﬂLV]ﬂLﬁl’ﬂ‘illuu

a

TCD
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FIN9NN U1 UIAANTFIGT CO/M,/Ar = 48/48/4 Mauinlfjnsen

1

& A
NUN
& a
AN H, Ar co COI/Ar
1 1179.6 6627.1 77895.3 11.75
2 1201.3 6710.2 78300.8 11.67
3 1200.6 6761.7 78401.8 11.59
AVG 11.67
Analysis Date & Time : 12/7/2555 13:53:59
User Name : Admin
Vial# :0
Sample Name
Sample 1D :
Sample Type : Unknown
Injection Volume : 1.00
ISTD Amount :
Intensity
1 23
500 T
] :
250+
| E
. LI
L L DL L LR L R AL AL L AL R L AL A L L L AL AL AL AL L R L LA L L L L
10 20 30 40 50
min
Peak# Ret.Time Area Height Conec. Unit Mark ID# Cmpd Name
1 2.131 1209 92 0.000 % 1 RT2.208
2 3.713 5753 493 0.000
3 4.364 52736 3462 0.000 A%
4 13.509 15082 388 0.000
Total 74780 4435

al a < a o S v a o vy 's
gﬂ'Vl A2 N@ﬂ'\‘i'}l’ﬂiqgﬂﬂ'\iﬂﬂﬂﬂm‘ﬂﬂ'JElLﬂ‘i@\]lalﬂﬂiﬂ‘iuqimﬂ‘iflﬂ‘[ﬂiﬂﬁﬂL‘V]ﬂl;ﬂﬂ‘i

wuy TCD
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F199N 22 WAANARTIT TCD annnisdainszilamiiaamaiindaluasineg

Product Gas SARIULNG

dalag H, Ar co Co, CO/Ar

1 1194.2 6748.4 77178.3 1086.4 11.44

2 1212.7 5480.1 47057.7 | 170013 8.59

3 1240.0 5596.6 45960.1 | 187123 8.21

4 1218.7 5438.4 447623 | 19016.1 8.23

5 1228.5 5492.8 46126.8 | 18401.1 8.40

6 1234.3 5965.6 499767 | 16938.6 8.38

Analysis Date & Time : 23/4/2555 12:22:35

User Name : Admin
Vial# :0
Sample Name :
Sample ID :
Sample Type : Unknown
Injection Volume - 1.00
ISTD Amount :
Intensity
12500000 | %
10000000 £
7500000
5000000
2500000 (
] :
LI B L N AL N BN LN N B NN N L N R BRI B
1] 10 20 30 40 50 60
min
Peak# Ret.Time Area Height Conc. Unit Mark ID# Cmpd Name
1 2.969 1113185192 02848486 64.436 S
2 4,922 185563971 10990384 10.741 T
3 19.097 373530146 9368284 21.622 S
4 21.684 55299490 499057 3.201 T

Total 1727578799 23706211

al a d a [ o v a 24 Y [ 4
g‘ﬂ‘Vl U3 Nﬂﬂ'\‘i")l’ﬂ‘iﬂx‘lﬂﬂ’l‘iﬂ@ﬂﬂm‘mﬂ'JEILﬂ‘i"ﬂﬂLLﬂﬂIﬂ‘i‘N"lTﬁﬂ‘i’W\lTﬂﬂlﬁﬂL‘Vlﬂl,ﬁl’ﬂ‘a‘

wuy FID
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u

F19799 23 WAANARTWIT FID aannisdamsnzilamfiadinasngaluesing

HLNG

Product Gas

Co, DME MeOH
1 0.0 56595928.6 77371398.1
2 222268923.4 386114448.5 25460668.1
3 246258691.3 630050871.1 15002166.5
4 250073190.7 734613799.1 10450756.4
5 239180045.4 744413246.6 1428866.7
6 220180999.9 733091348.6 1509891.0
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