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Abstract

The purpose of this study is to produce H, via CO, reforming of CH, (CRM) and
water-gas shift (WGS) reaction. In a part of CRM study, the 7%Ni/zeolite Y catalyst
synthesized via incipient wetness impregnation showed an excellent performance at
800 °C with a CH,/CO, molar ratio of 1 and SV = 15,000 cm® h! Jeat » Which obtained
the CH, conversion, CO, conversion, and H, selectivity of ~99% with no coking
formation. In a part of WGS study, the catalytic performance of the Cu-Zn-Fe
composite-oxide catalysts prepared by the urea-nitrate combustion (UNC) method was
investigated. In order to reduce the total number of experiments to achieve the optimal
condition of CO conversion in the reaction and to reveal the interactions among the
factors, two sets of statistical designs of experiments were carried-out. Initially, a full 2°
factorial design with three central points was done for screening important variabilities.
In order to continue the optimization, the application of the face-centered central
composite design (FCCCD) falling under response surface methods was done. Two
influent independent factors were selected from the five main factors. Based on the
important variabilities in the conversion, the O, concentration in the feedstream and the
reaction temperature were then selected to achieve the optimal condition for CO
conversion. The maximum CO conversion of 0.87 was obtained when adding 0.10% O,
and 30% H,0 in the feedstream at 333 °C, W/F ratio of 0.24 g s cm”, and Cu molar ratio
of 0.30. Deactivation tests over Cuy,,,Zn,sFe for WGS showed high stability in terms of

the CO conversion and H, yield for whole 100-hour-operating time.

Key Words: (1) H, production (2) CO, reforming (3) water-gas shift (4) preferential CO

oxidation
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CH, + CO,—>2CO +2H, AH°,,, =247 kJ mol”
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conversion) gaanagRaAn wananAufiseniinduarlignsunauainnisiuldeuudasen

Lelog) nr o =
Hulfisananeannten laglunszusunistiagliBunadesisnnifune
A

d‘ o = ey =
Wailiufizen

ANNAKIUTZANTUNTHAR AuRanTIadan TWAaaues (Le Chartelier's Principal) Wag
J h:d o o/ ] = Dy 4 ) aj e B
nezunumesiFle waneanlafifludaadiienlaeiidrnsianna (Equilibrium Constant)

o | - o Py
Bz RaumugauugRaninsouanslinimngiei 2.2
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P ' < @ o g
A1919% 2.2 AnAedNAARIAR TUAAT G

g (eAiaaden) K gounnil (eiaaideg) K,

93.3 4523 426.7 9.030
148.9 783.6 482.2 5.610
2044 206.8 537.8 3.749
260.0 72.75 593.3 2.653
3156.6 31.44 648.9 1.966
371.1 15.89 704.4 ' 1.512

Anwladann Sud-Chemie. Physical and Thermodynamic Properties of Elements and

Compounds. Technical Bulletin, Stid-Chemie Inc.

Tudji5en Water Gas Shift ulun1sgnannnssuaziudsdunanlunng
Naufiiseneandlu 2 dunaw e
= aa (24 - - .
1) Ufgizenewaiufiadndngungiige (High Temperature Water Gas
Shift, HTS)
<l o 5 o e :J 4 o4 o ] a‘ Y
agiidnsnisnal)irengalngansivianismiiiunnsha Ngnangdl 350-
475 asrnaades warlnafigudnisudsaninuiarriueunesenlafluiuansndnsdned
o/ } £ A = < ‘4 4] o/
Uszainow 90-95% Aawsanlfieniline Fe,0, warlinisiiulanfamuantiasiiadusalilsly
waf lngesdusznavresdasdJisendsenavbian Fe 55% way Cr 6% wazanaiinisg
< o o/ 153 é‘ £ a9 ] o ey j o ) o ey J 1
WunuuzduSulfur) ntesiatlestudasalfizendasann dausalifendaulngjas
= v Y ' = = ey :}' = o= Ov 1%
wizassaensileia (Impregnation) TunisifiadffenduaziinadislatinfoaBuomnn

o/

L3 j 4 4 - LS L = i
uneiiafiaziniiadffizenliuin wezdsllaatuniafialin (Coking)

N @\ S o SJ - ol

2) UpisensawmeiufiaTndngungina (Low Temperature Water Gas

Shift, LTS)
3 AJJ [ o 4 ay = o 1
ludunautiazaniiunisiigoangf 200-250 a9ALERLa s Tae i AaLs
e = g \ . - o o

ﬂgnsmﬁ@wmummmmmn‘w0‘1’ (Copper and Zinc Oxide) Inafifainasunsaziilu
asRUsynaunanlunisasuuiansuaunauan s goudinsdnasllienasilasiunig

= @A o o o o [ o '3 'y
Lﬂﬂﬂ’l’l“Lﬂ‘i&W‘lﬁ“ﬁl’ﬂﬁI@ﬂ%ﬂﬂ\?LLﬁl\‘i@"}ﬂﬂ’]?@ﬂ"ﬁUﬂNN&’ﬂu AnnuLAdduATsy wardsdaan
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o 1% AJ 09,/

laddsnmiinidluwdasesfulinulansnesunsdnfion dasel fideantisduazarunsaiianis

¥
o o KR W

mwﬁfarTu’L&id’mnd'\mé\’nLﬁmmﬂwmu,m'ﬁfvgmmwmmé’i’mdqmuummmﬁmsmuqu
aunnfilunisda e lfsilaadnfildfiu 250 asdsaidas faadrsreadiais
dUfsenfianavialiazilasfilszneude Cuo Saans 30 Zno Sesas 45 uaz ALO, $aay
13 tnenfleru e diuasiiBunauiaaiueuseuaniadiveaguszunnfenas 0.2

~ d A ~ [-¥3 1
0.4 Tneilug edanRganfuanuanan Maazaiunsalaewlihiunansneatidaene
nalnnsiindfisensainaiuiadws

tanuKaraIRsuAtaniaNtsnatufEnainniaiadjisenaemaiufie
Sl 2 wuy @ nalnaendwndudsnduitaniaialuaes Rideal-Elay #9tinay
aandladufiausy CO aginaditufiafignaenilad > dauredunedug fe nevuaums
wugesiaidud co figngaduuvlansinitalanzeanlefuangnaendlndinassesiy

0’/} 0” Q) A L] t A 4 Q’ ot
wazantusnazdusa Rl iaaendauaassiasasdy B

H,0 + * S H, + O%

CO+ 0% 5CO, + *

39 * flusaumsdeslorasians o Langmuir Hinshelwood anedunauvsana’ln
associative” finfigngaduidadanisunndaresudadiungalansendaljieniisaty
co vaadlunefiunfiazaanefali CO, way H, @ﬁ'quﬁ'\@%ma%uq RGERS ML TN
bifunctional #l CO gnapduLlansivlifenfulansenldifhdunesiidanvafuun ©
34]

nmsansedk FTIR 5unisfenlunislddudunisiiedaedunailinen

Nafum

CO + * 5 CO*

H,0 + 2% & H* + OH*
OH* + CO* & HCOO* + *
HCOO* + * £ CO,* + H*
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CO,* 5 CO, + *

2H* S H, + 2%

0’; A d o/ _~ = e 3 o
Tusauinmuadnsndalunafind{isegn Ae dunsasadaesneiion
1 1 (24 1
MafinTuIBwus Ut UdNaINsI NS RINsaa e AR SN ALAT NI N T 1

anag

2.1.2.3 sanadustiiiatasanfuaunawantas (Preferential Oxidation of
co)®

wdsnTiknunssuaunnaRauiinte WGS ufa ullanauazilsznaufan
wialalasiau 40 fa 75 wasidud whaafueaunauanlad 15 Ta 25 wafidud uay
arfuaulneanlafilsyuns 1 wWeddud nmareniindifeeendindulnaldainiadv
uwaslfiufineandiau daliinadlunsdenifntenlfiteiasanldsnmdaulugaGui
resufislalnnauseuianniueusauanlafisyain 100:1 Tlauiis 50,0001 WRnUjTEeN

o/

ﬁvwaequumni wansluannis (1) Taefliannag 2) ¥isndagans
1000 ppmv < CO < 5000 ppmv ~ : 2C0O +0,=2C0, AH=-68kcal/mol (1)

400,000 ppmv < H, < 700,000 ppmv:  2H, + 0,=2H,0 AH=-58kcal/mol  (2)

(24 ‘J 1 )
nsantBunnuiaaniueunewanlodWimdedesiga (Heeandn 10 daulu

1 d}’ = 3 a‘ AO o/ 1 s o
&udiuaasuialdanasaefiv) LludmdAgyuindad ss8MEN1NN1TNI BN AR

a oNal g oo

dly éll | 4 4 A (2 ¢ - ) 1 o 1
FIALNRINDLANAINNRIVNILAITIFIU Wesannuiaasuaunanenlamilufnsdafaig

©

o’

D 1 1] 1 d o/
Ufmanfdaualunseadnd Teflnasedndlniinsensadiuandlunmsed 2.2 uazdad
nasiaagnslsaagadansion

9

naifeUfizeeendindurecaifueuneuan laduusadajize iy

36)

Taue

L o ! 2 ey 4
aandinduaasariuaunanantafuuiaisalfizemiulansiinalanig

el dluldaumnsnnisaes Langmuir-Hinshelwood
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0,+2* = 20,

CO+* —> CO

ads

CO,y+ 0,4 —> CO,+2F

ads

TuunansenalnniaiadiBeteendinduaataniueusenanlafazilulinnu
wann13124 Eley-Ridel Taufinanfuannauanlafazidindianlaansatueaniauiign

gaduls

O,+2* —> 20,

CO()+0,,, —> CO,+*

ads

4 Voo i § [} d?/ LS o’
Toe * Aa AumkidedlefidnseguuiuRaduiaradlans

a’ o

= A 1 4 =
0,4 482 CO, ,, Aie aandiaunazafueuneuanlafigngaduuusiumisdadlanihon

a4 9

J -~ @ 1 2 ey
WurlaaesfaLseLlfjizen

ninfaufnseneenfindusevafueuneuan ladumsaafise i lany

panlag

sandiaturasanfuauauenlafuuintal jiafidveanlafaastanyd
nalanisiindfisenduliniundnnisees Langmuir-Hinshelwood anmisiauates Mars
WA van Krevelen (1954) &
CO+0,y > COpyt™

COZ.ads ~—> Coz(g)
120,+* —>» O

Tng * Af ANLMININNNIIADANTLAY WAL

= = = J = Q/ ] aaa N
O As @@nenmuummmmmmwummmmL’a\‘iﬂgnsm (Surface lattice oxygen)

cat



20

L4

" . o a A =
2.2 N9NUNIUITIUNTTN/ETFUNA (information) WFRIUAIEMNAITRS

Y .J’aa = o a‘ c] @ = s 1 & -
TrsannsAaaiiiulaaiingtdasnatearuiay IneasnanananssuaunITHan

J = 1 1 = 4‘}’ ~ dl |4 ]
damnadtalnaau warnqsdaanialunszusunisndnmanadtalasian deldun

NITLNNTIFNATNTY wazaawnaTwRaT NG

2.2.1 nezununnanaAndemadlalnnay (Fuel processor)

5% & nwansruaun1snand amadlalasauann

Sopefa UAEAME (2007)
Aaadmiulituseddandaiafiaduana 5 Aladad nsvuaunissendatlsynaufos
wikastlfnend 3 dasefuuunayns Wud eanBiodinadsiveguils cameSufadvifuuudu
e uareandiadunuuideniin nisaanuuuszunlgneanuuninedinisuuuniia R
Ansnissuiliumsawziesnanatnmatuidamasiastlsunsy Fluent® Tnednilaanns
sumeravinTudemauaznsruauninder iy uanimasasnfausnnudn ssunaads
weSuueignianawuazdemaiisananslifuisnaniiulfresniseanuuuiunns
ranlalasaulfimnzausunstiowdgueddanasmlafad

Tan wagamz (2008) ™ Anwaniseanuuuszuuniaidougylalasa
zifwm"ummﬁ'ﬁy@mﬁwﬁmﬁﬁLf‘ﬂ‘uu,mJﬁmmi‘]uiﬂ?muﬁmmﬁﬁ?ﬂq Forlsznaufon
28NAATULINEIURLLINIEAN (IPOX) 2aLna SuRaTns (WGS) wareandmdunuLidaniin
1eapfuaknauuanlad (PROX) inn1sAnulaaldnisanaacnazinailanisasng
LuUAaes TaaAnEantsaARLLIARAAA NM7aBNRLLLAENITIUTUAT AT
ﬂﬁn@cﬂﬁﬁmmwﬁwﬁmmﬁﬂkmuuﬁmmm&’w?“uﬁummmﬁﬂﬁzn@uﬁumnmaﬁmmzm?
fnuadafadeinfinaneenteusadidemarinfiadu Ae (CH,/O,H,0/CH,) = (2.24,
1.17), (1.89, 1.56) &% (10, 50, 100, 500, 1000, 1500 40F) uazlfiniinisnisatuanianna
sessaniielfFsnanislnatecusazaiiafiusiaznazus ﬁ’]lﬂ%"‘l_lﬂ’lﬁ‘ﬁy\‘iﬂ"mﬂﬂg\i AINN7
nonesnLin st lnemuazfsduiendludunsstuaninddlifinaean
naadidaimasiiasdilsznavaasmetiewie anmsszinilnasaillisouvie fu qunsal
wanulunanufeunarnioasianosdy y fifn 6.3 403 83.4 488 985 LAy 1527
gnuaAfaumLams 41150 10 50 100 500 1000 ke 1500 FAMAIBINITANLLUIIY

ANNATAL
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Wichert uagamig (2011) “ Gl n1sWmunuiaandnlalnsiauaunnidn
ausuneaianazintdidiusruunstlaulalnsmuaunnneinindnsunas e unasenu

o/

OI ] = A /)
A1 wilqsanlainnandsenaufiainaiuimainilassaisaunaanseaululassadindy

A b L) ~ o/ J
whaalugnsnivanilazuaaiibeunazmieseinaiufiadnfaunalulas luandseiiay

Hudeyalugilaassnsdaulsz@nanmnisinsiinefumesiewmn feinmuliatos
wnnnen 1060 Falusdnaiuasastufunarilnasuuuiing ssuunsrdnlalnsauneniin
panusnansalunsulasuaafiadaadnsnisuanlalanaud 0.263 Sy gnuAtiuAssia
dalus nauanslidiudngunsniinssairsamnmdnszsulutarlifienzinga widuan

.
AT NBRAT AU

2.2.2 pfuanlaeenlafiedufissasdinu (CO, reforming of CH,)

Kaengsilalai wazpaig (2007) " laAnmaaudedlalunadaljizenaas
Al infanuilugauniosesiu KH Flalafdunseidniuaniueulaaanlass
afufisrasiing dasesfy kH lalafduaneisusuumngndannefinumnsleaunsu
uazasisfiuazquammulnglénszuaunisisaian uarlalnnnefueainduduuy
lulasionl Nisesazutlagnanaznaunns KH Tlaladdanneiiiddsnwusdugiui
siaarti lun nazanqiia manldi uargulinelsmdon finnnmmnaaudlelas NiKH fuitew
Wdmiuaaudasloluniadaulfisand 700 asaaaidas faoquduussaaniduasi
Shsdan CH,/CO, Wity 1 namsdinmanudn daselfeniinfiauusiasesiu KH Tialad
wiunszgngiauaznentiipl Wanudadlafiganddasa fidenfinfiauuiasesiu KH @
TelafuuugisnaBsadon dasmnAmsuldauaes CH, uaz €O, figeiu niswanlalnay
ﬁzg}ﬁvuumﬁmmmui%nuuﬁyuaqﬁqLé‘qﬂﬁﬁ?m%mm u@ﬂmni‘fﬁfm'aﬂﬁﬁ?mﬁmﬁ@uu
KH dlalafiflasanamusnnndndasalfidendniauuagiviweslaanenilelafmdsann
65 Faluslunszua

Luengnaruemitchai uagaase (2008) ““ laAnw1dss@nininaeasaiss
Uimenfinfauuilelafszinnsineg Hun dlaladie Flaladidnd dlalavians usy Fiag
Bu-5 Baultaukeizdeiauuudulfduenuadiniuafueulaeenlafivesuieras
finsuiluufadaunaiff 700 asrtaides fnausuussaaniAuasignaaaw CH,/CO,

=

Wiy 1 wudn dasalfizeninfisundlelavinefidss@vanwandndaselfisendszny
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4 4 _ . o :
21 7 1298 e lavinisAnen wananiaanudunsaes Ni/ 3laledd ¥ ifluetnsunfinilandn
o a e Ju g [ ¢ = o 1 [ =
109939 I sen nHAasesfudlalasd 4llnau aannsmaseanidy Wunaiaesdiiniialy
o/ 1 ey a; Ov o 1 t —~ ey AJ A 1 Y
Aaselfisend 7 wefidudlnadnwin Waonudadalunisdeljiseninnga luwsazsa

o | 21 & o o = o | )

spe5udlalad winns 7 Wesidudlaaiinidn sesdnifandulfitiuinaedfniigandn
[ Ly o t ey -J Oy LY
asnnrasiiniia il Jienn 3 ua 5 Wefidudinaiirnin

Zhang uazanig (2010) 7 Anwiansueulaeenladinesusresiinuly

(74 } 7% o 1 o U = 1 A o = o s :a' ¢=I' o

wistmneulAn vudasalfisadruiiudrunsniiunaslunidinsaluuuuaiengomg i

5EM919 800 way 1200 asAaaidea nelfinauduind lnadnunasasnisdfuann

(% ] 1 = t o

AatnUffredulndiuuazanadausas CO,/CH, Han1Inasaanudn dnustuiuly
o i L e] = & 9 o = (4 c\l
Aasal fidenildss@aninindrufunisudngacuiisaduasd uaznnafindiunn
' nal [ €Z| n?lw ]
afuaulnaanlafbilfdeafinnHraiuaastinuldiliulalasan wanaanidanudn
snandanaasaneilanans CO/CH, Hannantrsuinfadnsdouaasuiandnsnsfans
o/ [} - ey 4 b A [ e’ 1 1 o’ t o N ! J P
H,/CO dagslfsendnudiuiehunistfudssfinnnaudaslannnndrdasal fisandnuanubiu
IneauegiulBuinsresdaaljisen Anisilaeusewiaiimusiuisautieaniiusas
3 1 nl v i - { -
Tunau lusrazusnAnisuldsutauisalinuadasanas lussarnaasAniaidasues
@ ol 1 ) 4 4‘ ! ‘dl ¢ & G v
wiafinuazaaudrenei nisudassedinisilaeuaasaniuaulaeanlafanauaniasly

stwdnnaialfBenlaasmuaesaniuenlaeenlafaiufisrasiing

2.2.3 2alpafunaang (Water- gas shift reaction; WGS)

Yahiro uazans (2007) “ Anurdndnasasasiu ALO, MgO SiO,-
Al,0, Si0,-MgO B-zeolite way CeO, 1R9ALLINUNZEN Cu-ZnO dusuaeinesuRadnag
qmmﬁﬁqﬁqt&mﬁﬁ?m Cu-ZnO wisasFaedgnisdleiuuuassuaaudaanisiandusio
lalasian aenudaslaaesdaisedl fizen Cu-zn0 dufucamaiuiadndiifudninadauy
Tgjanngiagesiasasiy Inasadelfiden Cu-Zno uudasasiu ALO, MgO wag CeO, &
mmﬁim’l@ﬁzg’q lummzﬁﬁqtéqﬂﬁ'ﬁ?mﬁﬁﬁwm%’u Si0,-AlL0, Si0,-Mg0 way B-zeolite
wudndlpanudedlafiaandnludesfigniugh 423 K 81 523 K msdiasnestfag XRD uansli

o/ t

Wiuinaldsemaswninssanadalffuuiasasiulaeianie Mgo na1ad TPR 09aRaLse

!
&£

ﬂﬁ“’%mﬁl%%ummﬁumu Cu0-ZnO wamaldiifindnan reducibility 389 Cu stlunidelu
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fadedadnylunisaaupuaanadesiitssnisfindfiseneme fufedvfuuiasal§iend
IFFunsanuau

Zhang uagandg (2008) “* uamalifiiufeniswafusiaaesdaiseelfiden
Fe-A-Cu #lsdann Cr ae Cu Hulsluneslnsestruasildaudrdysaninfivaany
dadla naraansatuayuaes Cu Juariu Cu Munsnidinlulassairaresmdneanladly
srwinnswiufaselien nanislirnzisaneaizianizaasiasalfireuandlidu
91 Cu n@mqﬂaﬁmmlu‘imNm’éwmﬁn@ﬂnleﬁﬁé&’w%um‘”fal,s'qﬂﬁﬁ?mienma WATNY
daunasgasnanindnaanlefiiniudasalfienTaamanes Fe-Al-Cu naswsisaudiaedd
Teaandonifindunivinaraseaniiauinuuannlulpssinsdedaduasasnifinandly
svwdnanainu]fzenieimasuAgang

Nishida tazaas (2008) ﬁnmtﬁ"mmmmiwzﬁmzqﬂﬁtﬁuml‘u
Al3aUzen CuznO/ALO, Ineidsyendliinasasasnnantadlalnsnialasd Tansiinszns
anuadlilnamequansiediniiend s00 asrnisadusluasazarasedlunsnrasanzd
nezna Inelalasnialadazgninasialudinanaresnanuan uazlansiinssgaazgn
audflumiladeatu lwussaalavgiineznae Pt fuszaninmilafigadmiunisinm
winsnanaasnudeshaluniasnlfiten uliasidensnwldiineannsaadaiuzes Cu e
dnalafilufaiiannlallkdamsunamanlafidadiages Cuzno lwrnziBinnadnies
1aslalasnialed Husr@nBaindaniunisuiutlsenaunsmurssdaisaljientaanas
ﬂ%uﬂ;@ﬁvu’ﬁq

Zhang uagagdg (2009) 1" “Lﬁmﬂ\mud@wﬁfn{ﬁwﬁLéﬂﬂg’jﬁ?m Fe-Al-
cu sieningialaaian TwuansdelsvdvdnmiiniiendirealfisenmmeinefuRadng

4 | o e aan 'y = ¥ o o o 9/ =
LN@L‘VIEJUﬂ‘iJ131‘2Lﬁ‘\‘lﬂ{]ﬂ?ﬂﬂﬂl'ﬂﬁ'ﬂﬁﬂﬂﬁ‘%ﬂ@ﬂ%ﬂ@’\ﬂﬂuﬂL[ﬂﬁ‘ﬂ&lﬂ'sﬂwlﬂuﬂﬂ’\ﬁ‘ﬁmﬁwﬂﬂu/ﬂ%‘ﬁ\i

o/

7 aauansitelutlav@niningnadunedn nenefareslnnegsng a-Fe,0, Larni9sansa

fulkaduuaznisnszanages Cu luwdndrewndnesnlad lunsinenludaqiiu
nansenuIRIlININ Cu ﬁgﬂmm@a@uzﬁqm*u%w‘“ﬁwaﬁﬁﬁmmﬁ‘ﬁﬁuﬁmmz‘ﬂﬂNa’éw wavlu
nafulss@vanniasefiten madeauudidnditedndandignlfluntensasaen
onufluninlusaisel fisenifiunn cu ﬁu,mnﬁi’mﬁuluﬁwdfmnmﬁmﬂﬁﬁ?m

= as

Anwgaaasdadsdfisenauasundie fy

48]

Gunawardana uagae (2009)

Bunosrewmaseanslutasdanay 20 89 90 nearnanaay Cu (=100xCu/(Cu+Ce)) Msizen
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=] v o G o ] a o 4 - @ o o’
InedEnneanaznauian uazian1smasavlsyRvsnintesiaselfisenivBenlidwiy
o e W . a | =
UfientamaiuiainAngangRzuianane (150 asangaidaa D9 360 asaiaaideq)
ot 3 o/ 1] DD 1 ' dt' AQ ar
ndannagauaiuen Audalfienfiasuatiasludiusatanudeslnaziuntaduda
J o/ 1 L Enged ‘a‘ JJ cal t L4
anNdashitesiasaliiieuisdununiafinifiaumneduas nanisAnsanue seeay
Gny GJ A o/ ] D O 91
80 Intiaznangesnanns-1Ge R seRninniniige wazdasel fitantiadasniwi 360

AR
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3.1 85 qinsol we3asiia whauazaafialdlunisiae
g av
3.1.1 ansvadln W lunnsias

1) aedidafyluinsnlnslainss wse Copper () nitrate trihydrate

4
© o/

(Cu(NO,),*3H,0) siwiinluiana wiadu 241.60 nfusielua HanlaaLFEm wada (Merck)
2) AZauntluimsmianazlaimsm wia Cerium () nitrate hexahydrate
(Ce(NO,),'6H,0) siwmsinTuiana winfiu 434.23 nfusialua ndnlaeiEem tafa (Merck)

3) lafeaunsluinsnluuslainsm wia lron (1) nitrate nanohydrate

. 2
o

(Fe(NO,),"9H,0) smiinTsuana winrfy 404.00 nfusialua naniaai3sv wada (Merck)

oy o

#H3esfylunsninmnszlainsn w3e Zinc (II) nitrate tetrahydrate

v

(Zn(NO,),*4H,0) shminTaiana windu 261.44 nsusialua ndnlnerissv wada (Merck)

5) i3t vi5a Urea (NH,CONH,) ﬁ”ﬁﬂﬁnim@q@ winfiu 60.06 g nfusiatua
anlnEiRen 1ideuldile ailidaan wdeaad 4910 (Asia Pacific Specialty Chemicals
Ltd.)

6) Anwiay luwmsaianazlainsn wse Nickel (Il) nitrate hexahydrate
(Ni(NO,),"6H,0) ‘t‘fwﬁniumqa winu 290.81 nfusalus nanlneiden wwand Tday
A7 U1TU (Ajax Finechem Pty. Ltd.)

a aada

. . , &
7) dlaladane (lahaunesds) wse Zeolite Y (Na-form) WunRadan (BET
surface area) 1Ay 606.15 A119LNATAANSN WaL 8Mga2uLlae lNaTRITAND UMD
agRilley (SVAN wiady 2.833 lHAauayasnysiann Institut Frangais du Pétrole (IFP)

SIErAN G AL
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3.1.2 whef i lunnsade

1) ﬂ’]%ﬂ@%1®@®ﬂ1°ﬁﬁﬁ‘?§ﬂ‘é§ﬂ (High purity carbon dioxide, CO,) $atiay
AN 99.99 nAmlne1 g Inedudauiiaauia 41in (TIG Co., Ltd.)

2) fnudn (Compressed methane) KanTnenguu3Ey Uiudeandiau
AaNLR (The BOC Group, Inc.)

3) ‘Laimmuu?zw‘%fzgq (High purity hydrogen, H,) %@ﬂazmwﬁ‘mﬁg 99.99
nARIAgLE Inedusaisiaauia a1nm (TIG Co., Ltd.)

4) 1aimmuu‘%z§w‘§§aﬁmﬁ (Ultra-high purity helium, He) 3aeazAa1u

L
(S £

1345 99.999 uanine 3 nedudawFasuwia 4a (TIG Co., Ltd.)

5) afuaunauanbiiiaaay 10 Inai3ums ludidas (10% carbon
monoxide (CO) in helium (He)) uanlaenizsm Inedusssizaauia aarin (TIG Co., Ltd.)

6) Aduanlnaanlafsanay 20 Tnaifiuang WEAeN (20% carbon dioxide
(CO,) in helium (He)) nanlae1i3sm uninduaf dszmalne 4aim (Praxair Thailand Co.,

Ltd.)

3.1.3 qﬁna‘rﬁﬁﬁlum@?ﬁﬂ

1) gunsalraupuensinisinazasuisa (Mass flow controller) Aesavten
(AALBROG) 4 GFC 1715

2) gunspdnruaugnmgd dadinfudaingaugRuasen iiratinanaon
(Temperature controller equipped with thermocouple and solenoid electric furnace)

3) Huriavasnan (Syringe pump)

4) via Yase wazendaundnndnliaingia 316 (Stainless steel 316 tube,
fitting, and valve) ?jﬁmwmﬁ'an (Swagelok)

5) viaufiaraand (Quartz tubes) IwaidusinuAudnataniely 1/4 i wez
6 HaaLumg

6) wileufianansbeu (Heating tab)

7) ina@aNAL (Pressure gauge)

8) gtinsnlAnauiin (Glass water trap)

9) ¥ (Electric oven)
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10) Lmtmmmﬂﬁ\‘i (Static air muffle furnace)
11) gunsadilfupanusunia (Regulator)
12) uialasuninansan (Gas chromatography, GC) §u Thermo Finnigan
2000 ey Algilent Technologies 6890N
3.2 FEsiun1snaaas
3.2.1 Ui idefufissasiinubannnfuenlaeantas (CO, reforming of CH,,
CRM)
nanaaasludauilisynelyen maufauitedunmzifasalfiienuay

nsnAgaLAMNGaTlaTessas s s

3.2.1.1 ﬂ’)@Lm?ﬂwaaLi\‘lﬂﬁﬁ?m (Catalyst preparation)

=y = L %4

Y ] o e o” o o o e T
Fadallfizenfiniia Sesas 7 Wnadmsinuuiesedudialedeia

~ 14

TaAenae (7 wt.% Ni/NaY-zeolite) ligansaedtindauflawuuilanwafgwgu (ncipient

i
wetness impregnation, IMP) tae finiaylunsnvidlaiass (NINO,), 3H,0) iluanssedu
raslansilfiadauds deuniaiafeudalfivdlelefaiialndauanauaufigngd 110
asrnaades fel8indu uasnsinandeuslithusnsdandidasauilivdannnng
avaunfigamgR 500 esAnaaideg hwaan 5 Falug
3212 n1snagaunqnusasbagasfaidei]fiten (Catalytic activity
measurement)
nsnaaauaadasiisasiaial fienduiud jisedvefuie
ansiinudnnnnfuevlaeeniad Audunslustenlfrscliuniuaiiiaeufianrendia
urugudnansanelu 1/4 ia sedinfugunsairaunuguingluassasngningd lunns
naaaliAaselfizen 0.2 niy dunussq¥azninsduredloufisnsandnieluises
dfinsafvaenufianaand uadinadiaieljisenlnalilalnnautqniqeidsnsnasiua

- i i 4 N o/ 3 o/ ] t
Wl 15 Reddassiaund 7 600 asrnaades 1waan 1 43l ndsannsiusiaadreazgneiny

k4
(14 o’

faeusseniAaedBides NgamgRreiniaiad e duaan 30 il whasssiudusu
Ufifeivefuflsrasiiinusoanniueulaeanlaflssnausion afuaulneanlafuariineg

ludnsdaulneluarasfiinusiapriuaulaeenlad (CH,/CO,) winfu 1 wazenanisinadas

3
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] =t g

whanaw Wiy 50 Radanssiaud Genaugusiseglnsaiasuaudnsinisivasasuia uig
3 b J = o 8% d‘ ¥ <4 A k24

naduazaraanatnasasdineaidimszisaairsacuialasualnsnsin vise GC (e
Agilent Technologies §14 6890N Network GC system) #Wanriufansaadunisuiinansiay
189u7@ (Thermal conductivity detector, TCD) waelufadideuiluwRasionn fagyahldlu

ar R i 4 =4 .

n1snaaasazgniiuinuazseauluglaasainisiddauaasiiing (CH, conversion) n1g
waauaasanfueulasanlad (CO, conversion) wazArnisiaanifinaaslalnsiaw (H,

' as L J
selectivity) Wananasa 1l

CH, conversion = ([CH,],, - [CH,1,)/[CH,],, 3.1
CO, conversion = ([CO,},, - [CO,], )/ CO,l, (3.2)
H, selectivity = 0.5X[H,] /(ICH,],, - [CH 1.0 (3.3)

d .
Tne® [CH,], Ao Annudindiuaasfiinuandn (ussiauid)

[CH,],,, A Anudindurasiinuaean Tuasdauad)

[CO,]. Aa Anudindiuaasaniuanlnaanlafanida (uasaund)

[CO]. . An AN duaatanfuerlinaanlafataan (Tuasaui)

out

[H,],, An Aansdindiuaastalasiausndn (uaseund)

way [H,),, Ae Anadndusaslalinsiauanaan (uaseund)

3.2.2 Ufisennawmaiufiadns (Water-gas shift (WGS) reaction)
] GJJ 14 9 4 = e
n1sneaesludauiitsenaulyfoe nmawsansaduasyifasaljiseauas

4 o ] Ll = ey A =y
mswmmum'\maﬂwmmLiﬂﬂ{]nsﬂﬂmﬂ%ms@mLm'umswmmmmnmm@ﬂszmumm

o o o

o o 3 L% ;J o A A o 1
ANEATyatrsldrdAnyaessaud s lERAnmn wazinnnsuntesfimanzaufinn i lian

< » a o
mﬁ‘l,ﬂaﬂu@]mmimﬂﬁ%n’m‘wumWﬂ‘umum (Response surface methodology, RSM)

3.2.2.1 nawiseadaiselfiizen (Catalyst preparation)
Aaseiirenlanzeanlafnanremauns fansBuazwan (Cu-zn-
FE composite-oxide catalysts) §tyanunl Cuzn Fe, Ined x Ae sasndaulneluaniaes
Cu/(Cu+Zn+Fe) Wag y:z Aa Snmdaulnetinninaaslanzdonyddaman Aaugenfisen

=l

wraNAoadtnndiaFauazbuimngn (Urea-nitrate combustion, UNC) Iaaitduanniin

a



29

radilafylumsnlnslawmsn (CuNO,), 3H,0) Feiy lumsmmnszlansn (Zn(NO,), 4H,0)
lofeaurzlunsnluuzlansn (Fe(NO,),"9H,0) wareide (NH,CONH,) unnanluingy
unnutieniign aniiuhansazanetsslalilend 80 asigadas waannitedaluly
wnay azliansavanefiisnuniwasuiia il ifaansbeuiigaamgd 450 asrniradea
waziAad 550 asrngaidaa Wunaruivdalucluussaaniafiiluaanaails ey
fnmunazlfsanredsaann tnetldunluinssufiauazfvlugganansiu

3.2.2.2n1snadeunatndasieresdaiied fisen (Catalytic activity

measurement)

o = A o

n1anagauraNdaclarasiasaliienazaniduntfinenudy

1
1 4 %4 ot

ussenmAuasnades el fnsaliuuunii Selszneufonvaanufiontandgiliag i
andurtugudnananialu 6 Haduns wiauiugunsaincuanguu)il wavsawdiiiuy
funsaddngaungil (Thermocouple) ‘Emmwlf’imﬂlw,ﬂd%mﬂﬁnsm’lumsmm@d"m@mmﬁ
ﬁ’atéﬁﬂﬁﬁ?ﬂﬂ@%ﬂ‘é‘ﬁ"i’elgliﬁ‘wﬂ'j’]\‘i%uﬂlfmL%‘lﬂﬂLLﬁQﬂ’)'ﬂmﬂuﬂﬂﬂrﬂLLﬁ"JﬂQ@Miﬁ;ﬂﬁ”)% WAgNA
1dntlsznaudaaanfuausaventss sanas 3 Inaiunas lath Sasaz 10 1 30 log
Bams aandiaw 0 fa 1.5 InatBunns uazlalnsiau 5easy 40 Ineliuans laanadas
Adeun uazansnisinarasfananlngsauily 50 Radanssauni nsmeaatazaniiunig
fignungiisine] lugas 200 4 350 asATaides uRaaneananiATenfnsniazgnaskiny
ldmeuiaueesinuduitesniulatnauaziawdinguialasuntnsnsan iledinsed
avfszneutesfia waziuedidaniuuiaman Buraanfueusauanlafilililunis
Anden tsueniagldanialasuaasanfuauuauanlas (CO conversion) 1Banns
lalasauiiniafindundanniiaufizen tswaninedwalfaadlalnna (1, vield) lae

ANUIRIANNANNNG (3.1) KAZANNT (3.2) ANRAL

CO conversion = ([CO]m —[COl,, )/[CO]in (3.4)
H, yield = ([4,1,, —IH,3, )/icol, (3.5)

el [CO, Aa Anandindurnsaniuaunauantafandn (uasaud)

[CO]., Aa Arradinduansnsuansewenlasfanaan (uasau)

out
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=y

H], Ae Anudisdiuvredlalnsauandin (uaseund)

waz [H),, Ao anudinduredalasauanean (usseuni)

3.22.3 N192ANkULNITNARBILALNISLATETNAN194TH (Design of

experiments and statistical analysis)
niseankuuniIsvaasnuy 2° uilanaBea lnalddaselfisen
Tanzeanladnanaamauns 38 uazinan Lﬁ@’l?ﬂum?r"fmnsmmﬂmﬁqﬁmmmﬁmﬂsﬁ
aspansenuateldndrAyrenanauduas lufiiAe Arnasulaguaesansunuiesanled
(CO conversion) deandsTilEAnmn 1Bud 1) L T DL TR0 (H,0 concentration) 11
whadaunsei 2) fé”mmm‘quﬂmmfwﬁnﬁ’mm@ﬁ?mc&i@'é"mmn'\s‘mmmmﬁmw% (WF
ratio) 3) Aratiindiurasaandiai (O, concentration) FAuluuBadaunses 4) AR89
IneluanF1a9 Cu/(Cu+Zn+Fe) (Cu/(Cu+Zn+Fe) molar ratio) wazgasugffi 1 lunns
\ninfjisen (Temperature) Faunanslum15199 3.1 ﬁ@'é”ﬂ%}uq AdTils 19 Snsdaulng
drminaesdensisiowman Wit 0.5:1 panudindiuansuauneuanlafluuRanandunse
%ty 3 lusupaidey nisaanuuunimases 2° uilanaBeaaymudatudinanaais 3

ALATEDNULLLLILANANYIE Tessauresranilsaved lugdiauladnsda Tnafidnimiy 1

9

Qvala

Fa szduge Arediilu 0 Ae szsunansteannans uag Aradiilu -1 Ae stius wazld
Tsunsuduiagyaladidndinain (Design Expert) 1aa5tu 6.0 aani3sin Stat Ease Inc.
Minneapolis UszinAdnigawiang TWNNseBNKLLNINARBILAZRMLA W ANN s e e
AfuauNeuan Ml unanauduas (Response)
PAIANTATILN A IANLITNN1TEBNLLLNINARBIANLED
EED %ﬂ:ﬂmﬁ’lé’mnmwm@@wan11'1m"imm:ﬁwammﬁﬁlugﬂLmummqmﬁLﬂmzﬁ
AN 39U (Analysis of variance, ANOVA) uazianinalugduuunansyny (Effects)
ﬁ’lﬁ'ﬂﬂﬁ‘:ﬁﬁ%‘émmﬂﬂ@ﬂ (Regression coefficients) #a'l# (Contribution) %GLLﬂm\‘i'ﬂﬂlugﬂ
Saeinzaaanali panuanilulng (Normal probability) wazunugfinaising (Pareto chart)
ﬂ!'ﬂwﬂnﬁ‘xwumm‘gﬁuﬁuy‘a‘mﬁ (Absolute standardized effect) e (P-value) tinfiu 0.05
WnsziuATesiy (Confidence interval) a8 95 fansynulasusiaztlaqgqsnaday

1% o 1l

A (%4 ‘4 U 1 L) [ %4
Ineld Student's test NganAdasriuA R Iaatlasaisia i daeandn 0.05 azansan litlase

o [ U

W) ganansznuatinedl “ladiAtyn19ddif (Statistically significant)” AANARALALEY WAL
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3 o o’ o = a’ 3 o g e‘ o [
n1snagal luLAAZANALNINANRIAZANTNNTAIATA 3 ﬂﬁ‘\?LLﬂZ%’]ﬂ’MiﬁN’]ﬂmﬂu
| P 4 o ' S B % | = v < o
ANLRAE mfaﬂmnsmmn?zwmmwuﬂmmymmmmammuuﬂmamel,mmm [N
nsasnuwuunImaaesLuuAenndanatsgudnanafianiin 1ise Face-centered central

N . J o A [ % i ] o’
composite design (FCCCD) ianszauiiinunzantestladefdenansznuatnslia Ay

P o <
ngusiananauauay AuanslunIgIed 3.2

] o N , al o "o [ o
n1519% 3.1 daudsililunsnasaslugdaesridinsiauazArassainnismaaes dmdunis

da 4 o
aanuuLNIMasey 2° wilanaEes Alqannatuade 3 9n

tadt iauls ITAUAY  azAunang TEALEY niael
(-1) 0) (+1)

A audisduwesiluRadunnzd 10 20 30 FRLRE

B ﬁmmmummﬁwﬁnm“'fatéaﬂﬁﬁ?m 0.12 0.18 0.24 n§u Auiisle
padnsInisinareuiasin QNUNANIURNRS

c  anudivdureseandiauiidislu 0 0.75 1.5 ERELE
whadaaszsd

D dmadrulneluanizas 0.15 0.325 05 —
Cu/(Cu+Zn+Fe)

E quugialilumaiiagfien 200 275 350 GRERIE TG
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MAVLAITIU  RIALNARDY A B C D E
1 29 -1 -1 -1 -1 -1
2 33 +1 -1 -1 -1 -1
3 27 -1 +1 -1 -1 -1
4 14 +1 +1 -1 -1 -1
5 35 -1 -1 +1 -1 -1
6 25 +1 -1 +1 -1 -1
7 10 -1 +1 +1 -1 -1
8 26 +1 +1 +1 -1 -1
9 9 -1 -1 -1 +1 -1
10 8 +1 -1 -1 +1 -1
11 24 -1 +1 -1 +1 -1
12 31 +1 +1 -1 +1 -1
13 2 =1 -1 +1 +1 -1
14 16 +1 -1 +1 +1 -1
15 22 -1 +1 +1 +1 -1
16 34 +1 +1 +1 +1 -1
17 15 -1 -1 -1 -1 +1
18 23 +1 -1 -1 -1 +1
19 18 -1 +1 -1 -1 +1
20 1 +1 +1 -1 -1 +1
21 13 -1 -1 +1 -1 +1
22 3 +1 -1 +1 -1 +1
23 12 -1 +1 +1 -1 +1
24 5 +1 +1 +1 -1 +1
25 30 -1 -1 -1 +1 +1
26 20 +1 -1 -1 +1 +1
27 11 -1 +1 -1 +1 +1



A5197 3.1 (fla)
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AIAUNIMTYIN  ANALNAGES A B C D E
28 32 +1 +1 -1 +1 +1
29 19 -1 -1 +1 +1 +1
30 4 +1 -1 +1 +1 +1
31 7 -1 +1 +1 +1 +1
32 21 +1 +1 +1 +1 +1
33 17 0 0 0 0 0
34 28 0 0 0 0 0
35 6 0 0 0 0 0
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= o’ A=} t A ar ' = L4 o
m15199 3.2 slautlshllunnsmeaaslugiliasdnidinsauazAassainnismnaes §1mi

o - da 4 o
nseanuULNMsNaaeLLAeNIndANa1guinansiiandin AlaaNinansiade 3 4n

adt ol LALAY  FLAUNAN  FTALIG idagl
1) 0) (+1)

J
C  pddivdulasaandiauh 0 0.75 15 4a8ay
W luwhadaunszd

E gqomfitlflunsfedlfiBen 200 275 350 msAvmALTed

o d = >
wanenwg) fTadeau aeiild A anadudivaeslainluuiaandn $eaaz 30
Ans1dat W/ windu 0.24 nfu Auriistegnunafiaufiums

wazanadanlneiuaneed Cu/(Cu+Zn+Fe) Winiu 0.30

AAUNIATFIN AAUNARES C E
1 4 -1 -1
2 2 +1 -1
3 11 =1 +1
4 6 +1 +1
5 8 -1 0
6 10 +1 0
7 1 0 -1
8 5 0 +1
9 3 0 0
10 7 0 0
11 9 0 0
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3.3 MAAIATIZAAMANHMEANSL JTTeN
¥
Ao iTendniie $anaz 7 madwinuudasasiudlalafeialnfenany
. ' = = e -
(7 wt.% Ni/NaY-zeolite) A4 \ul e ivafufisaasfimusaaaifusulanenled azgn
- a° @ & (4 3 = an v a J’ o af a
Ansziiasaaiiananaasdaideljizefceimalianisiagauuiedidnd (X-ray
diffractometer, XRD) wazdiasnziatuuunisiandufioeinaiia TPR
g 1 -2 A £ £
Fasadiirenlanveanladnantamatuns dnsBusvmanililudjirecemas
ey < o/ 1 R - J o
whiadnsf azgnimszilaseairanantasdasalfisanfeamaiianinfeoiiuia@iand
(X-ray diffractometer, XRD) wWranatuansnnaunalaeld Scherer's equation gautfFunce
naaunsuavdndaulansluinsasfuaygnimseifaanaiianisBauasaasisfiand (X-ray
AJ/V = e"dr’ Aa o -
fluorescence, XRF) ¥ananUgITATILARUNEII1UNIL UTUIRTINIU UazIUTA

t A <
WuehAudnanaaferasgngusiseinaiia The Brunauer-Emmet-Teller (BET)

1 498/91870
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= o QU
NAaLazanils1gnanisiIag
4.1 UfiizenIvafuiisnasiimudaamiuaulaaanlad (CO, reforming of CH, CRM)

4.1.1 AMANHUBARIANGIUJNFEN (Catalyst characterization)
[ ey a‘ o = g o 1 oy J o =
mw&ﬂgﬂ‘é‘ﬁ’mﬁ’ﬁLﬂ?ﬂW%’Qﬂ%Lﬂi’]%ﬁﬂM@merm::mElmﬂuﬂﬂ’l‘é‘mmmuﬁ\m

o < a o o & 1 |aam o <
vind Asuanmagdd 4.1 uazmaliagduuunisasnduansiaadiBen duansuagui 4.2

o

=4 P o o @ = e . g
5Uf 4.1 uamgtiuunsideauuididndaesiadaliiBen 7%NiNaY

nM#damzdfandng wudn SfansieauRat waesan Wud 1) InAasanlad (NO) 7
AN 2theta 1W1L 37.2 B9AT LAY 43.2 B9A1 ARTUTEUILKAN (Crystalline planes) 7
(111) waz (200) 2a9iiniiananlas ﬁqﬁsxqi’fﬂu JCPDS card No. 04-835 WlaLAea1043
Teladtinlameuqne (NaY zeolite) WA 2theta WinfL 6.2 B9AN (111) 10.2 ®4A"
(220) 11.9 249/ (311) 15.6 B9A1 (331) 18.7 83A1 (511) 20.4 B3A1 (440) 23.7 B3AN (533)
27.0 89A (642) 29.6 89A1 (733) 30.8 4AN (822) 31.4 A4A (555) 32.5 A (840) 34.1
297" (664) uay 37.2 a9 (666) Inedfanalnaduiinss i muneds svnuraAnIed

= N a1 aaa \ a) [
“I gunandnaasiinfiasanladlusaisel §ien 7%NiNaY fanuanaingaung

Talasane
IA ] o’ hd o’

L%@%Lsﬁ@gw 9.32 ua¥ 19.01 W TuluAT @I1UFUTTUIL (111) WAY (200) AINARIAL WAR

fanazfmas (Lattice parameters) 1asiinifasanladussdlalafeialnsanaie ludags

UAT3EN 7%NiI/NaY (8, WIRU 4.178 896M30H WA 8, WY 24.66 8a8msaN) HAN
Q Nio NaY

-
o

ARt RYTRTR N sTaesTila (LanfiavniTineSresiniaeenlefibqvand
5311811 JCPDS card No. 04-835 fiAisinriy 4.176 deansan uavaesdialadaiialanses
Nudgs satszy14lu JCPDS/International Centre for Diffraction Data A1t Tyl 24.65
Seapsen) Seuanelfifiuin dnifeeenladifiennfeuuuinresdielafialadauaedas

1A
[ ' o

enend
ABH9FLYINIY
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Ni=NiO
* =NaY

*(11)

Intensity (cps)

T 7 T T

5 10 15 20 25 30 35 40 45 50 55 60
2Theta (deg)

0 g o o 1 aan .
7U% 4.1 plunumsdeauuididndaasiasfiien 7%NiNaY

<

d >3 o o o ] = e N 1
7191 4.2 nasslHidutisguuunafisndusesiaisafiisen 7%NiNaY widn

Amansisnduaesiinifasenlafiiaduaeseaniignmgll 442 asrnaaiien waz 646 290

9

[

e

4 & - S Cod e
Wavdes Nluduiiiasandnaninaesdwnsisen (Potential of interaction) wAnsinany

- = — ) A o Sy o -% (74 H °‘
sastiniisaentafuardlalad Inetinnaaantaqnaaunsisaniuiasasudlalaianiuan
‘J o OI o = ::il | J o = .4 3 cJ QIJ
swufigaungRnuavdunsianiigandnsewinfinfiseenlafuazdlaladasnuigaumg i

v

g/ o W Jj o/ o = v o
geaumuansy ™ wananiinumsdnduaediinfialeean (N®) luasdasgaingiBandy

D

A 350-500 asA LdaLdad 500-700 asdAtaldag LazuInndn 700 asALgaidag @9
1 = Ai LSS 24 & 1 =‘
dosusniiafuRofnuuen (Outer surface) wsalugidesing (Supercages) *** daafiaas

) &5 3i5a anaading (Small cages) ™ wazdaegafing

Walulaanlafing (Sodalite cages
Nnluliunnvdey (Hexagonal prisms) ***? snuandu Gedsuanan NI Lilfag g

wnuwdgntesdialafludasanlfieen
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100 442

646

H, consumption (a.u.)

T T T T T T 3 T

100 200 300 400 500 600 700 800 900
Temperature ( °C)
] o v o o aas ,
gu% 4.2 pluyunifanduaesiagalineen 7%Ni/NaY

4.1.2 aAmaaadiauasfatsal jizen (Catalytic activity)

D

UsrRvaninaesiaiielfisen 7%NiNaY dufuljisedivefuflsaasiing
KaaanFuaulaeanlafanilunimanauiguungRufien 700 750 800 uaz 850 aeAn
gadea Wansisnsdanlnalusnsuesinusenisuaunananles (CH,/CO,) i 1
me'a'mL‘%‘faﬁmaﬂw‘fiﬁhummﬂlmuﬁm (Gas hourly space velocity, GHSV) iy 15,000
qnunAfaafuasianiudaisaljitasadatug 317 4.3a uansliifiuds naresdanag
\Waeuaesiling (CH, conversion) §ry §nuaiunuiae X on,, cru ArnIsiAeuaes
afueulaaanlad (CO, conversion) dtydnuaiunufion Xo, oy bevAINIAaNINATEY
lalaaiau (H, selectivity) dydnuadunudian Sy oy 189nquArRLNIHSGTREN HaAn
nsulaeurasdimumasAimaasurasansueulaeenlofluwa Hiniifindu s
nadenifnteslzlnnauanas ieguugifisdy (nndn 800 asdTaden)

319 4.3b waasaudintinanslalnnan (H,) Afueunenanlad (CO) Hnu
(CH,) uaz arfuaulaaanias (CO,) lunfananrreamduisidurasgnngilusendng
Andifedvefuiasfimubonniualaeenled wudpaudnduredlalnnauuas

J & o - '
Aruaunauen lafifinTun i RnTvrasgng R ludad 700-800 asAaaides anded
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L7 = I'e '3 P! e o A ey =
Arsdindiuresiinuues anfuanlneanladanas asannuareinisnanduningfise s
y o e
WofuTsaasiimusaaarfuaulaaanlas (CH, + CO, — 2CO + 2H, Tneifl AH,q, 1Ny
=y ] - o =y d‘ = e
247 Alaqasielus) luiiantsaniiulddrandia Wesdsafludjizagaacinian
. \ N AJ/ | a = | a o 1
(Endothermic reaction) azansnsaiintisuiiaifingningd wazilaiingungfisellgandn
. g o
800 asAIaidaa nudn Audinduaasafueulaeanlafiindy anefinanudindivaas
lalnsiauanas Ingpanadindiuaesnnfueulneenaduasiinufinuafianed Tiidfuin nns
Nadfielddnendivaainisaanafailing (CH, decomposition) famsaniiusialil uay
e‘ Ly o o’; (4 - ey ] o
lalasiauinifiaainnisaanadadinudi Waindiisededuafueulaeanlafluaretlon
£ NN o/ 174 A 1] o
Raelgisenfleundurestawmaiufia@ i (H, + CO, <> H,0 + CO Tnef AH,, iy
oy ' 1 @ ‘=: 4" o o
41.1 Plaqarialua) dwslfifianisanasaadlalnsauuaznisfisdusasaniuaunauen s
Stagg waansz ¥ way Effendi wavaniz * WHauenalnnisfindjidenaes
UffBaAvefufisaasfimufoannsueulaeanlad Gedsznavsan 2 Funaundn tsun 1)
o d‘ e e 5 ey
nsaanedadliny (CH, > C + 2H, Tnafl AH,,, wiary 75.2 AlaqasiaTua) ua Uffsen
flaunaure9ui9An3n (Reverse Boudouard reaction) ¥iaidenda wndnpduaesaniuay
-3 o - Y AJ 1 o’
warafuaulaaanlas (C-CO, gasification) (CO, + C <> 2CO Taafl AH,q, 1t 173.0
= 1 ‘4 o’ 1 1 A:i 1 1 al
Alaqasialug) luddaiaudn AnisilaawaesanduaulneenlafiieandtAinislaeuaes
< ni' = g J | 3 4 u’// 4 aaAi
nuNgNYRAING 800 DIANTALTHE LATANHNLANANITBIAINIIARIAAALNROING TN
A‘ tg’ 1 e 1 o
WHAY wanedn Anasazdnaiiua (Carbon deposition) ¥38 n1sneMevadtEn (Coke
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sananiasniunoaiuasdnmdautedlalasausenniuauuauan s
Rinanndasalfien 7%NiZeolite Y luiljfieivefuisrasiinufanafuevlaeanlesi
LTV E T ERY) antmindime lsesihasrsdaamaiia TOA uReuiieududnilianns
Aruanuidmandousndlalasauianiiuaunenanlad ady 1 wazaanufusay 1

o <5
UFFENA ALARI FANFIN 4.1

= o | | | o
A1519% 4.1 mMaFaudsiBuinsiowazansdonaaslalasausaniuauuauantasninia
v 1 lama , , W - 4
andauelizen 7%NiZeolite Y IufsedanefuRsrasfiinuionnniuanlaeanlefa

g ising

A ama W gnsanuandlalnaausie
GRIVHIGTRGEIY (asrnaadea)  Eanasin’Gesa)

AFLauNaLan lad
700 6.41 1.29
750 4.63 1.19
800 0 0.99
850 4.54 0.85

O’f o A o 1 o
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mmmwama‘qaqummiﬂimslﬂwamm@uu@u@niem N 1 LasANUANTIN 1 UTTENNIA

b3 o/

n15197 41 uanediunanfituazdnsidonaedlalnsiausie
prfuausauenlad (H,/C0) Mifimanndauadjisen 7%Niizeolite Y luilff3aiinafuis
rnsflimuiananfueulaeanlefignmnisne faanressnagau HyCO fgandnile uans
dndldinnnzeguuiatal§en mafisdugumgiann 700 i 800 asdgaides il
§nadau H,CO amasann 1.29 11 0.99 uasiilaiiugaingildde 850 avaigaidaa
8m91492% H/CO amaviilu 0.85 wazdnsidau H/CO Alaandnnie wuneAaNGn
AndfRenfiaunsureneimeiufadnfinuunuid e tineuiis Banafuudais
Ujananasilafinaitsduresanmndann 700 s 800 asrnaadeas fnisradsacdi

g

o - ' o . o . -
figungd 800 asAnaaidea Sefiuuainfafreiufseaulag A-Fatish wazansz™ d9
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1 -~ 4 < A

(Beaag 49.3) wazArnndeniinlalasaugega (0.99) wuldhgamnil 800 asAaaidea 7
1 i 1 A 1 (-4

ANAasurastimusazAnInUasurasasuaulaaantas winiy 0.99 wazaauiiudv

JasanfuauNauan s iy wazasuanineanlad satay 49.9 0. 37 WAL 0.43 ATNATAL

14 4 = o [ <
uaziiAamauailidengaumnd 800 asrniaidas dnsumsndnuRadeiudmiudiiienne

wafuRaTnsmall

4.2 dfiiFenaainasunaBwe (Water-gas shift reaction)

4.2.1 ANENTURIAINF9UNFEN (Catalyst characterization)

faselfRenlanzeanlsfuauaeinauns dinzduanndniilulfien
eI EHGET ] @zgmLmﬂzﬁimm%fmmﬁnmmﬁqLéaﬂﬁﬁ?‘m%mL%ﬂﬁﬂnmﬁvﬂqmu%ﬁ
wnd (X-ray diffractometer, XRD) n3aua1wassnraninlnald Scherrer's equation @91
Buraumesnazdadaulanylufasesiuazgninsyifiaamaianisfeuasrnssd
\@nd (X-ray fluorescence, XRF) wananifaAs iR uRna sz BNImIgNgU way
B usguinatsadaresgngulatinalla The Brunauer-Emmet-Teller (BET) 4ail
eazdunfaselali

madzaiuufadiindrasiasnlfitenlanzeenlsfianvamacuns T
wagmdnfidnsgaulaaluanfues CulCu+zn+Fe) infu 0.150.30 waz 0.50 A
Cu

o =)
Zn, ;Fe Cu, 4,Zn, ;Fe uag Cu, ,,Zn, Fe Awuandlugid 4.4 Insaznufinsasmasung

015 0.30

aanlds (Cu0) denz@aanlad (Zno) wavinaaliuanan (Mixed spinel phase) 124
ZnFe,0, k&% CuFe,0, A Cu(Zn)Fe,0, ann1smagaunudn Afnrainasundaantas
1 o/ t <y e &I ‘=l 1 o/ a
Usngauludaselfien lesaannisnsyanefiuansieiusesnasuasaanladuaznig

& &
soufag89aRN IANaIuAsaan FuuiuRsIaiaseedy ® aorndiuniadeiuutas

(59,60}

o & e
nasuasaanldfananilalialiua1einasias CuFe,0, \NATY BACWLZTENEIHNTE
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5197t 4.2 kamnunananaasesdlsznavluiadal i fisuendan 1
aun1s 1mefsad (Scherren) 3anidn HANTRINaLAsaan MFTlawalndiREsTUNANTIR
waatlua Cu(zZn)Fe,0, lusiasalizaynaiin Tuanseflawananaewisenduiiaug
dnninndntesdenz@eenled deuandlfiiuin newnseenladuay Cuzn)Fe,0, dmsad
aznszangLrayntasdinzieantad Asdidautonfindumisiaslasgudnefiafidudaiy

189810A (Interfacial active sites)

= o o 1 lasa :
m9199 4.2 aheaszaesiasfitenlanvesnlafnanteacuas finzBuaziudn

iindenfian fian 1andania
an9dau . - .
Andu Zn:Fe She v, D, WUNAKAN (TIARTAN)
‘ Cu/(Cu+Zn+Fe)
it .
4 /4 @ (gnuadn
AN . A RN \ - (844~ .
. AN AN Rl LHuURINAT Zn0O*® atlua® CuO°®
Auun NMUA 5 . mraw)
nfy)  Aaniu)
CupsZn,,Fe 0.5  0.453 051 0521 255 0134 2005 1587 1067 113.8
CupZnysFe 030 0304 051 0531 120 0074 2478 1631 1247 1243
CupgZNysFe 050 0503 051 0511 88 0068 3088 1836 1196 1342

J‘ o & ra] L.l
- pliums@eiuuiaAuingd 2Theta Wil #36.5 840 °35.5 a4 1a © 39.0 29
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\Windnanaau Cu/(Cu+zn+Fe) ludadedlfiden anwanismasaunisBesuastoeisdl

4
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d 1 1 A i ar i
(X-ray fluorescence, XRF) LAAITUAITIIN 42 NUIN ATRNINUATRIENINIEIU
%4 1 = e A ' o ) 5 A
Cu/(Cu+Zn+Fe) aesdainniliianMusBenlidainfineaeiuatasantiiamnnisnaseay waz
o’ ] [} A T 4 o/ ‘ﬂj [ 24 o/ ] ‘J
snsgrulanzaasdinedrawmani ldasnnismasauiAfesuiulidaiautudnsdiui

NN

4.2.2 NMFAANKULNITNARBILLL 2° uHAnaidas (2° factorial design)
nsaanuuLnisnaaauy 2° uilanales dusulfiencemainiaded

o -~ y o/ o i ] hd o 1 t -4
aulunnsiiesnnsasianlsidanadanty e niadasuresanfueunauanlas me1e
<4 o o o o | o i [ @
7 4.3 wanesanilsiinsianasmawilsiinluaselunimasasgdniunisaanwuy 2°
=1 = ] 1 d' I's I'd o dl o
wiANaFes waznanIINAaas g uIaIANNITUALUIBIANTUAUNAUAN bIS NRIAINTNA

4 o o ¥ A
N1TNAREY 32 NITNAKNA @qﬁﬁ“l_lﬁ’]ﬂ@@ﬂLL@ZﬂﬁL@@ﬂﬂ@ﬂ'ﬂﬁﬂ@qﬂ 39n
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d a/ A U i o’ 1 _\ 1
A1919% 4.3 sanils i lunnsmasadugiaesaidinsdanazaAtassainnismaaes uazanis

o ¢ o w 5 o a e A
wasuasansuaunanen s ausuniseanuuunismasaauy 2° ulanaliea NHIANINAIY

mﬁﬂmm
tlade  Aoutls AL FLALNANY  TTAUge Wi
in 0) (+1)
-1)

A podudureslerihluia 10 20 30 %eway
AWM

B émaanusestinmingaus 0.12 0.18 024  n¥uwdise
UpiBensiadnanislvaas nUNARLIURLNAS
wigadn

C  Audininieseandiand 0 0.75 15 %asay
wWaluufadauaszd

D dnsdoulnaluaniaes 0.15  0.325 056 —
Cu/(Cu+Zn+Fe)

E qoiiltlunsdinlfifiden 200 275 350  asAaaded

Ay aNITNARD

Sndu Sndu Armalatuas

A B C D E

WM AR AsUauNauan s
1 29 T 0.0731
2 33 +1 -1 -1 -1 -1 0.0931
3 27 4+ 4 0.1552
4 14 +1 +1 =1 -1 0.2769

5 35 -1 -1+ -1 -1 0.4027
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UDYANTNARDY
AneLl AnALl Amnailaenses
A B C D E
NIMIFI AR AnSLIRUNR AN lge
6 25 +1 -1 +1 -1 -1 0.4473
7 10 -1 +1 +1 -1 -1 0.6014
8 26 +1 +1 +1 —1 -1 0.4996
9 9 ~1 -1 -1 +1 -1 0.0465
10 8 +1 -1 -1 +1 -1 0.1826
11 24 -1 +1 +1 -1 0.1440
12 31 +1 1 A +1 -1 0.2984
13 2 -1 -1 +1 +1 -1 0.5569
14 16 +1 -1 +1 +1 -1 0.5637
15 22 i, +1 +1 +1 -1 0.5566
16 34 +1 +1  +1 +1 -1 0.5763
17 15 -1 -1 -1 -1 +1 0.5712
18 23 +1 -1 -1 -1 +1 0.6003
19 18 -1 +1 -1 -1 +1 0.6503
20 1 +1  +1 -1 -1 +1 0.6324
21 13 -1 -1 +1 -1 +1 0.5438
22 3 +1 -1 +1 -1 +1 0.6705
23 12 -1 +1  +1 -1 +1 0.6648
24 5 +1 S I -1 +1 0.7444
25 30 -1 -1 -1 +1 +1 0.2434
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ABYANTNARD
, .,
APU ANMU ANNNTUAEIUIRY

A B C D E . )

HUTE, QIT P R YN ArSuRLNaNan s
20 20 +1 ~1 1 +1 +1 0.3948
27 1M1 -1 +1 -1 +1 +1 0.5487
28 32 +1 +1 —1 +1 +1 0.7087
29 19 -1 -1 +1 +1 +1 0.2744
30 4 +1 ~1 +1 +1 +1 0.5247
31 7 -1 +1 +1 +1 +1 0.4593
32 21 +1 +1 +1 +1 +1 0.5693
33 17 0 0 0 0 0 0.5410
34 28 0 0 0 0 0 0.5409
35 6 0 0 0 0 0 0.5410

wnuninansenuluaneuesuiR (Effect plot in three dimensional plots)

A = . o 0‘; d 4 J 1 i
wanelugali 4.5a wazununiiiutu (Contour plots) rastladeisiinfidsnasiadnisilae

= o : =
1p9aFuRusauantas uanlugi 4.5b wananaaasdnadau Cu/(CutZn+Fe) gaunnd

lunisiinUfiseuazdunsizanaasgnsndau Cu/(Cutzn+Fe) unzgaingilunis

o tmme A o 2
WNnlfBenfdeasainisaeurssaifueuseuanles wanslugili 4.5¢
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A =y o/ -y o/ t
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0” ‘J 1 ] AJ 1] t 1 4 J
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goangRlunafindJisena 350 asananides wandliiiuie nafindivaesaanadind
0” 1 = 1 U ai Y 0
gaasin tugnetaudanaldudunsasarnsdasassaniuaunaian lmf dauan vl
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g b B & a A L) -~ 4 o/
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v o

il i n ' - (74 -=i - 0’ =
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R t
o o

. N ™ | Oy A a
anANan3 (Kinetic equilibrium) aesunisiinsa ludBunasiunninunaluanaileawiils

ey ol

geaniulunisdseifindnianddsusesaisuaunanantas InananlfUfideniuly

d} @ o’l o 1 i
Frquin iladurn lulBunnd sa88210 wag 30 nlilRANN 5L AsuIRIA S UauNawen s
i o o [ ‘J o ] ] ar @ o 1
g3, 111N 0.530 kay 0.612 mruaind Yians i W/F iwanu 0.12 nsy qm%’mqnmﬁﬁ

= ca' iy d” Ql 1 = ni J = @ 1
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Ufifsen delnednfvglansendaavidindfifseniuatfueuneuaniasigngaduiiioiy

a19:d58ud (Intermediate) u@nmni{wqﬁnswmﬁﬁ@nsﬁmm Fe,0,/Fe,0, fidaefinnns
nravnquIaiuylansanda aunsonansliiufisnatasnisdadugesio 9 uagnedia
FasBusiiundullluselaunduinlisdnisuldeuresanfueunevenlod
L‘fimmnms‘umﬂ’ﬁ*ﬁruﬁqpTQLéaﬁﬁﬁ?ﬂq@qnnWiqmﬁ'ux‘fq wuatlinaasAnnddnuaes

Ay oA g o
afueunauanladasaanllfigaunnluiiafindnadas WF nmafisdivaesanisaans

k4
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o LY

] a. o/ ¢ L24 J’ = o 1
gngndou W iraumilawiunisfiseaidudassndnaufadefunariuicaesdoids
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3u# 4.5b uansnavnsdnsaaulnaluanieny Cu/(CutzZntFe) hazmau
9 ¥ = a‘ t ] d'dq = ] ] ‘J o o 4-_‘3 al
WndureseandiauiiAnsinge alaninasarnisldeuaesafuaunauantas iead
Andindusesinluaneilowtenay 30 ansndan WF wiait 0.24 nfu Sunfidegnunard
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ﬂsz@w‘%nfmlunméaﬂﬁﬁ%mﬁqﬁu winafisunamasunsluiagal§igendiunniuldl
fnlfiAnnsudnuaesanfuaunevenlafanas lesanniianisseusaiuanseynin
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dlensfinaruidiniureseandiauiitanas 0 luanatlou inlfAninddeuaes
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aSueunevenlafanauieifiudnmaau Cul(Cu+zn+Fe) ilasanniaifindurasauia
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nsdtlifuaziinnadineeniaulugietlen musidu iflensiisnendau Cu/(Cu+zn+Fe)
Wi 0.15

3191 4.5¢ uansna1a3SRIEIU Cu/(Cu+Zn+Fe) gaamgRlunisalfizen
uazdumINTENTIR9ens1dau Cu/(Cu+Zn+Fe) Lmzqzumﬁlunmﬁmﬂﬁﬁ?mﬁzﬁwmi@ﬂ'ﬂ
naulaaurasanfueunauanted dlensiinanuduiutesintatas 30 Anudinduaas
aandiaulugieilewtenay 1.5 WazARA9W W/F 1Winfu 0.24 nFu Aunfisegnuiard
s Tgunfinnge wudn Arnisulanuissanfueuseuenledidsdwieds
Shandau Cu/(Cu+Zn+Fe) unzifladmandau Cu/(Cu+Zn+Fe) @gﬂwﬁaaé’;mmqmmﬁ@zj
lutnege TlflEAnaaurssenfuauevanlafiiguiiasainuantsaaurans

a gl 4.5a T 4.5¢ uamsldiidindn anagimnzandmiunein i
%'aﬂ"]m?mﬁammm?muu@u@ﬂ%ﬁqqquu faslignmnfiluniasin§idenfige Saasis
panfiauuazeinluanailou snevdau W aglutas 0.12 1 0.24 nfu Awniisagnunard

LIURNRT WAZBR91E9U Cu/(Cu+Zn+Fe) agluga9 0.15 B 0.50
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(a)

0.741201
0.695719

0.650236

0.604754 % el
2

CO conversion ———P>

0.24

B: W/F ratio X y C: Oz concentration  0.38

D: Cu content

0.741201
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0.650236
0.604754
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) o 4

A159N 4.4 WARIN1TILAITHAIINLYTU 94 (ANOVA) 189 N8N
o 0 ar o . o 2 . a‘ o J o'/
WURIALYUBINANTENLNAN (Main effects) WaraumsnNse (Interactions) NLAUAMNTANU
v o o = 5 & -l oA - g
%aaay 95 drviuniseenuuuidugiuuy 2° uflanales wudy WaRansanuuiugiuses

L% k%
A P-value WaAYMALANaE ST LAY HIRIHANTTNUNANFINTIB URTNTENTEWINIAINY
dindureseantarlugneleuiargungiuiden (CE) uardunsnsaszndnednandauy
Cu/(Cu+Zn+Fe) ludaisel fisauargmumngiuiisen (DE) Aavssiraziiiu (Probability)
AN 0.05 (P-value $taeinan 0.05) deuantfdn dasaudniafwazdunsnsauanaliiiv
=& ] s o 0 o | ' nl' 4 '3 o o 4:#
NeransynuasiidedAtysiadinindasutesatfusuiarentss lunnandutumesid
2 2%
anNnailugandn 0.05 (P-value #1011 0.05) wanseliitiiugn nanmaniuiinanseny
¢ 12 o © o ] \ 4 o o v v
atrlaifidadrAysarininildauaesanfuaunauantas saaaznall (Percentage
, , - Y o | o o
contribution) el ufunasaNianuntanatInaInzeuiiladuuannIasdad (Total
] o s o 3 U J [ LN, 3
sum of squares) LILBNTNAMNAATYIBINANITNLUNANNIRUNA LA LSRN TN NId8
o =
wanslumnaneh 4.4

Y

9NMA1579 ANOVA ansfuaednansenuviantesaningil (Lanuilu £) (5es
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1a9ammacu WF wasailu B) Geeay 8.56) SunTNsEN9eMINe8nsaIw Cu/(Cu+Zn+Fe)
wazgn)dl (wamatly DE) (Gatay 7.26) NanITNLNANUR9AutduTastin wanauile A)
Gasay 4.06) WATHANTZNULRANDIRIBATIEU Cu/(Cu+Zn+Fe) (hansilu D) Banay 2.34)
ANSIAY Feanluaafu e Satszaasnanuulssauianan

F-value 129lumaTiA1 34.403 uamnaldfifingn inenaeslunaiidedrAny s
saRuarilfesaanuinaziilibenas 0.01 141 F-Value 1aslaiaaiiAnunniilesanngam
sunaw AaNTAS (Curvature) ﬁﬁqmm'l,%mnm’mu,mnvmswdwmm?\'mmamnmq

N 3 ‘J o] i .
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VIR flsydns NOUANTEY  DFC Aigdnaes  FValue  P-Value®  osax
oanes Aviwadeauy HALAN Hald
BNNRIADY NNRIADY
luiag 1.17554 7 0.16793 34,403 < 0.0001 90.33
A’ 0.041 0.05280 1 0.05280 10.816 0.0031 4.06
B® 0.059 0.11143 1 0.11143 22.829 < 0.0001 8.56
c® 0.095 0.28630 1 0.28630 58.652 < 0.0001 22.00
D*® -0.031 0.03047 1 0.03047 6.241 0.0197 2.34
E® 0.104 0.34760 1 0.34760 71.209 < 0.0001 26.71
CE® -0.089 0.25245 1 0.25245 51.718 < 0.0001 19.40
DE® -0.054 0.09449 1 0.09449 19.358 0.0002 7.26
AHTAS 0.00868 1 0.00868 1.778 0.1949 0.67
ANUANAT 0.11716 24 0.00488 9.00
NRFIN 1.30137 32
R 0.9094 C.V. 15.552
Rng 0.8829 Adeq. Precision  19.338

° {ladtl A B C D wax E Aa nansenunan (Main effects)

® {Jadtl CE waz DE A dunsnaenvastiade (Interactions)

° DF el 89AN129ANNBRT (Degree of freedom)

a4 o 4 e
4 p-value fiafiszAumnuiTaubatas 95
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flaunmresngusisatnafidaunlunjuan lunsdlfian R, ladanInfiRaeiudn 72 wana
Y1 3 = 4 1 = o) f Vv k2 L 2]
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ai ] o O [-%4 Q‘
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1 A vt o =l ] A
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ASuBRNaRen s
1 < ‘=r é‘ . . , 3 v e
Adulsyvnanansiasuuilas (Coefficient of variation, C.V.) RAwwindy
i ] 1 ej
15.55 ugngbiiiiudn qpdayalugadaya seeey 15.55 nsvanaetfsauAiads
4 - . a
WARANTINITTIAAITNLANIZEN (Lack of fit) lun1saasnzimany
v M. 3 : vl v od o &
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L) o’ _—y s i a’ 4=‘
Av39iauLisLfiisen (Reaction parameters) IGatnstnauludasiiaandne
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Y = +0.45 +0.041A +0.059B +0.095C —0.031D +0.10E —0.089CE —0.054DE (4.1)
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1 4 'S o* o/ 5 = al v -=14 A
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o PR T 1 e aa o =) { 1
Wdnandldsanaglunisinseivnee i suanslunisieh 4.5 Jauanslfiiug 1daan
t g =t o/ 1 = ¢=‘ (7 v @ 1 =] 9
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= ( 4 a o
Wesna lunisdszanniannadanuaesaiuauuee ﬂ1°ﬁ ]
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otk W/F  eandiau  Cu/(Cut+Zn+Fe) nMstlszanne NMINAaeg
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LIURLNAS)
[1] -1 -1 -1 +1 -0.33 0.175 0.174
[2] +1 -1 -1 +1 +0.33 0.349 0.353
[3] +1 -1 +1 +1 -0.33 0.505 0.499
[4] 0 0 0 0 -0.33 0.412 0.408
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Normal plot
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UM 4.7 uanaunugiinelng (Pareto) 1adnansznuNInsg Uy sl
. A i o/ o = i
(Absolute standardized effect) #1 P-value 1infiu 0.05 Inanniilunisnsaagaunguysal
:‘; J = = A A { A 1
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] | 4 13 -, y ] i I° ] 14 ¥
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3 Arudindvaaseendiauluataileu (O) ﬁmﬁm@’ﬁtymnﬁ@‘mﬂué’uﬁmm ANF9E
funstsgszndnsmnudiindnaacaantiauluaneilaunargungNujisen (CE) dnaaan
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probability plot of the residuals) Faiiulian Arumisresqauunfentnfigesdaunning
1 -2 i A i 1
nszangegiBandlndnudunse uansinfeyanliluntseanuuvanmgaunaiuinela
, o . o o

AsldRmguanazsedeneaiuacugniiastasianglnld 519 4.9b uay 4.9¢ uanandan

‘ , v oo .
18949unNA19 (Normal plot of Residuals) iiauiuaflEaannisanaaziu (Predicted
={ o 0 o o o o 1 a?/; e}l| 14 P
values) uaiieuiuandunaaed (Run number) AMNAAL WRanwaHLsEdN laiflgLuuu®
wiuaudmfuaaulslsauaasandung wansdndiayaiinnsquuuuanysel (Complete

, i a o o A o o
randomization) A4 LHARKARANAIASILIBIAINAIFLAITNARES



Studentized Residuals

60

Normal plot of Residuals
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centered central composite design)
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(65.382 g/mole)(1+1)  (55.847 g/mole)(1+1)

WFe=
1—0.1 0.15 0.15)(1
<1+1>[( 5 (0.15)(1) P CEL0) }
63.546 g/mole  (65.382 g/mole)(1+1)(1+1)  (55.847 g/mole)(1+1)

= 0.54652 g
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w_. MW

Cu Cu{ll)nitrate

AW

Cu

(0.40696 g)(241.6 g/mole)

63.546 g/mole

=0.15473 g
— WZnM\NZn(

Zn{hnitrate

W cuinitrate

I)nitr ate

W
AW,

_(0.54652 g)(245.5 g/mole)

65.382 g/mole

=2.05210 g
_ WFeMWFe(

Fe(ll)nitrate

lih)nit rate

w
AW

Fe

(0.564652 g)(404.0 g/mole)

55.847 g/mole
=3.95355¢g

WCu(ll)nitrate + WZn(N)nltrate + WFe(NI)nilrate

w

Urea

=MW, (U/N)

M
Cu(Ihnitrate Zn (INnitrat e WFe (I)nitrate

0.15473 2.05210 3.96355
g + g n Q)

=(44.056 g/mole)(2.375)
241.6g/mole  245.5g/mole  404.0 g/mole

=1.96556 ¢

Al Buulnasminaas Cu(NO,),-3H,0 winriu 0.15473 niu
Enulnesiminaag Zn(NO,),-4H,0 winfiu 2.05210 n5
Bualaaiimsinaes Fe(NO,),-9H,0 winril 3.95355 niu

way  Bualnesiwsinaasy e vy 1.96556 niu
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A aneia ponngnanauadend (mise seansan) deviatu 1.54
=< " o o " o o A
B wnetis auninadayuaesiinlunanass 26 (FramnaanuniruiuiiFsarany

geaasiia ¥58 FWHM)

Aretin9n19ATIN AALSLIRTEEN Cu, 2N, sFe
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(xc, y0 + A)

y=y0

< w oy o .
5% 11 fadegraresgluuunisdeauudmiuniaman 26 ey FWHM angandiuad

o & 353918 7T
an 26 wWindu 35.3918 agrq Al @= —
2 180

= (,3090

o o/ T
AN FWHM winfiu 0.7813 aean Aniu = 0.7813X —
180

={0.0136
KxA

B xcosé
0.9X1.54

WAz TUNARANIEY Cu(Zn)Fe,0, (D,) =

0.0136 X cos 0.3090
= 106.7 298F3DN
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