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Abstract

In this research, catalytic properties of titanium containing zeolites and mechanistic study
for the oxidation of saturated hydrocarbon were investigated. Titanium Beta (Ti-Beta),
Titanoauminosilicate Layer, Titanoaluminosilicate Amorphous and Titaniumsilicalite (TS-1) were
first synthesized and characterized by X-Ray Powder Diffractometer (XRD), Scanning Electron
Microscrope (SEM) and Fourier Transformed Infrared Spectrometer.

Catalytic activity of the titanium containing zeolite was evaluated by oxidation of
cyclohexane with hydrogenperoxide to give cyclohexanol and cyclohexanone. The products were
analyzed by gas chromatrography. It was evidenced by catalytic results that Titanium Beta zeolite
posseses a relatively high activity for cyclohexane oxidation, as compared to other catalysts.
However, Titanoaluminosilicate Layer cannot be used as a catalyst for this reaction. In addition,
cyclohexane conversion in the presence of methylethylketone (MEK), appeared to be lower than

that without solvent.



a

fAnssuilszmea

4
A o

aw o 1 9 9 1 A 4 ' s g
Q']N'J"l]EJL!ﬁ']Lii]Qﬁ'NIlﬂﬂ'JEJﬂ'J'IﬂJ%”JEJ!.Wﬁ@i]']ﬂﬂﬂH%'IﬁUllﬂguﬂﬂﬁﬂﬂ'lﬂphﬂ‘ﬂlﬂu

d 1 a a o 1 [
sz Tewlodets Madifedavevoumszaaflinnudromieuasanueyasziaseuy
t4
a1/l

. = @ A ar L4 Ad w
yovounn Auszde Insnglanine , aueas dywysily

9 Q

U uaz AUNES TANgN
Ay vq ¥ 1 A o av 3 :dy
Alaldanugremaslunmsiiauiseluaiell
| o r 1 a ) $
| veveuqa as.lwma aggassa guimalulabunsiaquysnd (MTEC) N1AlA
. o a ot o 9 a dy v adg o
aviwenTzd lunsasndinszidle lad dumailams@enunvesidiond (XRD)
Y] a Y] 4 ¥ a ¢ A -
YpUOURY IA.AANUM  A1TATIAT FandhgudinTesiloinnmansiieunsgiuuag
a o a o = Y A Ay vq Y
gATINASTN AlINGIEaT U denaumn luladnszeeNnmMEu3 ldlanunganiu
a y = Ay S, e W
150529 90U% 1o ladaiematinnsagiuua1e59mend (XRD)
a = Y a I's o =
YOUDLAM N1AIWIIAINITUATOING AULIAINTTUAIARS aoriumalulagnszoou
Yy COCKE] g 4 o g A p
NRUDNUNTITAANTE fingauudeionazdruieanuazalnlumsl¥insesgansse

SIEnATIULULEDINTIA (SEM)



vy

dl o
U 1wt
4 ~ v A4
N 2 noufuaznanmsiineIves
Flo'lad
4
Taseardevesilolan
o It 4
AIFUns LS 1o lan
n’.l’ a A o
Juasumsnadle laa
wa Y 1 aaa d
autiannuiludus algfsewesdio laa
wad o @ =S 4
aufandguosdle lan
o a o
Faqaded 1o lan (Zeotype)
#lolaand undlouduesdyszney
Flo'las Inoniilondién (Ti-Beta)
ot = aa o
Flo'lad Inmilondam lad (Ts-1)
o & { ot = o a a Y 1 aan
asthdTeladfid lnmdlsudussddsgnoulilfiludusal§ise
TuilgAsesendmay
UNAN 3 NITANHUNTTITY
3.1 @siad
o A oA
3.2 ginsnitazinToeie
b
3.3 TUADUNITINY
3.4 75m5390
3.4.1 myAnIMIduaeiausalfnsendleladhll lnmdlvuilussdalssney

=S o ~ o
NIATIUINUINWANDUNTY

[ <
msdunsizvia e lad Inmitioutian (Ti-Beta)

msdunsizdalolad lnmileudan lad (Ts-1)

msias onedug1u Inn1 Tuogil TuGaing (Titanoaluminosilicate

Amorphous)

10
13
13

15

17
19
19
20
21
22
22
22
23
24

25



m31ley (910)

) .
- mawSoudunanlnmluegli ludaina (Titanoaluminosilicate
Amorphous) _
1 a = o ~ J
- mwn'lamlszaetmuwandunsdesnaingniuvesdle lad
(calcine)

= v ol W 1Y) o t
- masnaoudlelagnduane ddomatiagig

£ wa o w 1 aaa = St 1 a aaa
3.42 msfnwauiannududus ulfsonveddle ladnfidemsfadgasen

DONTIATU

d'dl a

- FnurBninavosariagmeniinemaifalfiseeendiadu
=1 a a @ 1 aaa o sl 1 a aaa
- AnudniwavesduselfAsedTelaaniidenisifialgasen
29NFATY
= ao a J
UNN 4 WansIIeLaINIal
@ do 1 acaa A Jala = <] J
4.1 mydunrerdaudaw§asendlo laanil Inmdeniiuesdssnoy
a d a Y w ag -4
- MIARTIEHAENATAN TS AUUYITINBNGY (X-ray powder
diffraction , XRD)
a J Y 3y da o 1 .
- MTAATIZHAIENARIINT AL BIAAATOUIUUEBINT 1A (Scanning
electron Microscope , SEM )
a ¢ i o ot
- MyARTIZEAeRTBIN Y Iasu1 Tnns W (FT-IR)
2 wa < o ] aaa = St 1 o aaa
4.2 msdnpautaanuiludus wgisewesdle lannlidemsifal§nse
BONUIATY
d‘ . . Qo
N 5-a3Ukans Y

(BNE1581999

26

27

28

28
28

29
30
30

30

36
38

39
46

48



d' o U L
N tazANNNAYVBINUIY
aaa a o o aaa & Aa o = o) ~
Ugiseeengiaduilulffisemiaifanudfaluaammnssuntiuaed Insiad
: as 's { ) 1
Feldlumsdunsizdaslsznovifioondion (Oxygenate Compound) Y L@aneagng
@ ¢ A o . aa. - ann a  w (3N ] a
dadlen flaw une niamsuenddn dgnseeendindudaulnajezldornmrunseendioy
[ a < A dg .ﬁl a 1Y o g 1 LY aaa A a
Wudeen-Flad tesnnluszuuifusemdunzdoend lategsauiu uasUgATernina
dgl o aaa . 9 = a - a 4 L aw oA
uihulgasnmennudou Sermsaifianssudasuiiusuasioodied
; ) 8 I~ o 1 Aaan = o
ﬁ’aﬂmﬂu'ﬁ?q“lﬁ'ﬁm5mcﬁa"lasaLi’fnﬂi%lﬁumm“luﬂgﬂsmeaﬂmmu (Oxidation)
4 o ~ o 4 [ w1 aaa 3
iesninlums 1% To ladiid Inmidouiiuesdssrondudaswfaisoniu semnsald
o o d Y a o4 aaa 9 dy
lelasiounlefoon ladidufeondladdazananuiuussvesfisens’d wenaini
o Jo 1 A4 1w U Y a o Iy Yt
o laddafivuinvesudazgniugamansiiu dwaldkdasasia ldinuameinizeg
2
WINTu
' ao A
uAtettedihnsdunsedius sl §3503 Te ladidl lnmidlonifuessiszneu
aosviladoiu 1aun Taniflendd (TiBeta) taglnndondanlad (1s-1)  iievinis
ANyl msdunsigiiazlseAnFamlumasw§ase HOZHAYDIVUIATHIWTANIANALS
a ' a o Ja a as T aaa ~ 4 o 2 aaa =) o
nuaswdanagmiiavesduswlgnserdlelas Tﬂﬂmmsﬁﬂmﬂgﬂﬁﬂmaﬂmﬂ‘vueum
Tolaawnay Ty lelaaene Tuy cmﬂumsmmﬂuﬂiumumiwam'lcﬂﬂmamcnu

gonFuiie 19U snaaluaewu-6 de il

[ '3 a s
nglszasnuesmsidy
A = [ dao aaa = sl =" [ d
L. iernyImsdunziauswgnsendle ladnd lnidleuiuesdissnay
A = a a @ 1 aaa o sela 1 a aaa a s
2. Wiefnyszininmvesduial§isendle laditidemsifinfaseendad
A 8 o ' aaa I st a ana
3. INBANYINAYBIVHIAZNTUYAN YDA WGAT T To ladTildenisiiad §Asen
DONTIATU
4. Lﬁaﬁﬂymmaqﬁaﬁmzawﬁﬁﬁiams_Lﬁﬂﬂﬁf‘i?maaﬂ%m%’uﬂjaaﬁ’axéaﬂﬁﬁ?m

1o'lad lnimilouiidn (Ti-Beta)



a’d' v Vo a
‘1J5318]'111!‘Vlﬂ’lﬂ'ﬂ‘i]gulﬂi‘l]inﬂﬂTi'J"l]El

g Qs @ aaa § oy = o
1. dludeyatugmiidnglumsdunsizddns al§ased o ladad nmidioudy

aan =

c’ A Y 3 o
peAtlsznou e 1¢lunmsigdseeendiady
- 4

o a [ d a ' aaa = Il
2. Mldnswdoninavesanzhldlumsdunszdaus wjisedleladall

Tmileutlusenilszaoy

3. Thldnsubeninovesdishazme wee ailavesduselfAsenitfinedfnze

DBNWIATU

VDUIYANTIVY
.d o dar 1 aaa A = =t I 4
1. fnmmsdanseidnsal§isend e ladhll lnmdlonduosddseney
P = a A =4 =3 o 1 aaa
2.8nu10sz@nSnw uaz Wisuifevuuiavesgnguganinusafausalfasen
#1o'ladnfideil §isseendinduves e Taamnay iy o laaenan Tuw

3. fAnyHavesdaiazmeniinenisiinl§Aseeendiadu



4
UNH 2

Y

= ¥ d' d'
g Uac nann1InNneIva

Flolae (Zeolite)

&0 ladu191nnuNI NN Zein 1Az Lithos HU1BAMUI “HUIABA” (boiling stone)
gagnAunuluil 1756 Tﬂﬂuﬂuimm‘ﬂm 317eiAu o Cronstedt wnzldTGeulavhmsfinen
y oy A
AUATUTOEU

~ 4 { 1 ad o ) aa

Flo'lak (Zeolite) fio wanhilioglusssumanlsznaudtearssmanegl Iuddng uaz

s o an =1 \ R - . &
flaseadatlunuy 3 98 uanlluneddns (Polyhedra) ¥4 [Si0, I” uaz [ Al0,I" 4lovou
: :l o/ 1 1 1 L ::
1IA (Cation) taz Tumpaveuhvzannsadi liunsndregnurosnamainiuld
a & o a 9 as a i 9
msifedle ladeansanaldiosausssumatidszain 34 wila tazminsoma ldon
o <
msdans1zding (Hydrogel) Taoma U8 1o lad I8nnnsdunsizyindi 100 wid gnififly
Fus e (catalyst) Tugaamnssuiuodiandisung
y ~ s ' ¢ a v
gas lnsaadwvesilelad uaadlugimizuaatvewandail
M,,[(A0,) (Si0;),] . wH,0
g .
M Lﬂu%aaumﬂﬁﬁﬂizqn
w Lﬂummuimaﬂmmm
yix  Tesendn 1- o sufulnseafrsveanin
UAZNATI(x+Y) LA ﬁ'imausﬂma%’m%ﬁwm‘luwﬁammaﬁ
Tupensdl awlulassadrevesdleladen lifiegliflouegaelumedld wu wan

aa '3
FAn1 1 (silicalite)

Insaari1avueadlelas (Zeolite structure)
14 ] .
msvaGuidvesInssa1edle ladlududuiSunninseadredgugd (Primary building

. . o P &L A o - ~ a
block 138 Primary unit) 89517 2-1a Felidnvazilumnsi8asa (Tetrahedral) Niloondiou 4

- =

sxmeudeusoudanou 1 szaowlaseadnlgugiies ImadonTosdu Tnsruyuveteendinu

3 § o o v o a a @ P
9 4 ozaou iedniFosintiulnseedanRugil (Secondary Building Units %30 sbus) faguh

a a

2-1b Inseadrandvgiiansalimsadaiussieudenussrindaseaimdonidofuies

LY . N q Q¥



FonirTaseerde afonil (Tertiary building unit ¥30 Polyhedra) #9317l 2-1c wazlnsendig

a a y 4 Vo o] 1 et ' @ o =
aRopiilannsayenneiuldilulnsewinvesile lanhuanaieiu degiii 2-1d

e o o w0 q YN Yo ¥ = ot
mI3Fourofuund sbus Tuanbazuanaeiui g Manyuzvelaseaine lolaan
1 s = a P A o a A Y daa o Y
uaneiuray 9 e (@e3UA 2-2) Wehnerdedwd ldunundineussaouaziild
9 = o’ [ 9 a dgl 1 o = 9/ Pt
Taseafevesdloladfinnududeuningady wu nisthlwnifionesasudumud
aa 1 o & 9/ d‘:?’ = g [V | 9 1o ¥ a 9/
Fanouszaoy uamnihezasudud ldununiizidenisszia Ao wwdeslumldiAaanudu
a o [~ t ] °
TuTassadrannnnly uazdosi it lnseadandndidszuiunats @ lu [sio,] uad1vis
{aa . kY a 1 1
unudaneuszaon  ( Si “) Aawezgliflowezaen ( AP szdwaldidszyaumieeg 1
T é 4 1 v 1
Asgylulaseiundn - demsaaugalszylaglossuilszquaniilildeguu Tnsesrawin
(Non framework cation) L¥H losouuanvos Ta@ey (Sodium cation) nse  Inunastey
. . a [~ . . 2 ' s A 1
(Potassium cation) 138 HHLL (Cesium cation) ¥4 levauilszauina1s q warlazegiuinss

A ' a [ P ' dy rTa o s o t
wiereeingwiuvesilolas  iffesninlessuuinmariias hifleussiudewswulnse

Jd ule 4 { 4 [ 4
nandlo'las duiudunfounuazamisauan)fsuiylessuilszquandu « 14

a S, A e
Q o~

(0 Py Unc

311 2.1 waaslassadreves a)lassadrelgugil Primary unit) b) Taseadrandogid
(Secondary building units) «c) Iﬂiﬂﬂ%ﬂﬂ@laﬂﬂ“ﬁ (Polyhedral) 4oy d) Tasesawdn

o 'lad



ci o a 1 =2 s o : I N.
sUf1 22 uansdiaumsifalnsesandnuesdle lad A, Sodalite itag Faujasite
. .9 £ s E AN .dg " VoA A e & Al .. -
Tulnseabhadnveglelad welinwoshendouaety Fezliloooilszyunuay
Dy | ' 1 dy a 1 t = A (Y ot ot nor
Tuanavestiteylulnssrosdiedl sssumnAvesgesitns nsiidousenuludleladfigna
g’ o o o w o e = ~ J
weennuauds szdudinmsdidlunsfmusautamauniiiagnenennvesilelad 1u
= o
msuaniasu leosuiazgaduais

[ :’ =] p=% 4 v @ o Y
dnyazveailunanuead leo lasazulsiudusuinvesiinenielu Inseveslnsaadag
& a :I 2 :/l & o t :’ g o
HAN FUNATINNINGS 50% veulSinaskAnanua Wevims ldtieennnnand le'lad faz'ld
1 1 ~ =Y d' kY k2
o9 NTaUTTY Banavesassiaoudh 1y 14
o Y =Y o ) [ :’ 1 R A 2 d? 1w
dmfudfnauazdumivonihlulasenwingle ladezivegiy
) 9 s ¢ 1
1. anvazvedlasaadved Jumnavesd e ladmuy
p=|
® YUIAYBIFHIUNTD TN
¢ 31319uBagHIUNTE TN

2. NueesITurAved loeoudszyuinieglulnssweslnseiandn Gle las



Y] =3 d
msgunszialelas

Tunsduasievaussfnzondle ladiidualshidsadensifiavesdTolad ldun

1. PRs1EIUSINII FAnew uag ogilitiey

a ~ ar 1 s

§as1diusErieTaneuLazeadfloulnudifunon1sFUATIZHAT 9

a [

=2 a

aaa = s [ =) Ot e a o = o a d?
UgRsendlelad lumsdunsizvdle ladanfegilifenannmafaninuesdleladazifiniy
Y

U
v

g oA aa =] g ~ ° 9 a 2 9/ a o o 1
IlﬂLi'JL'L!'EN‘U']ﬂ'ﬂﬁuNLHEJSJEJﬂ'J']ﬂJﬁ'HJ']iﬂaluﬂ'ﬁLWUU'Ju‘lcl‘ﬂLﬂﬂﬂﬁﬂulﬂ’cj]\HWTl%@QllluEJllL‘ll‘L!ﬁ'Ju

. 14

s v @ Y

Ao _ aa A :g Y] gy ¢ o oo a o 9
filn daiudFanewiumniulumsdunsigidle ladaianilegiilongeszi ldnanly

a =2 = d a FEY 1 [V oy dAa an a =&
mafananvest e ladifalddas dmlunsduasizvalsladnigansuinn mMananan

Yy A P

s o« a kY aa 14 @ = o Y a o o =
¥23% 10 ladazifa ldduilesnndanen ludidnezmienhlfifanissawdutungn  Tums
ar u’d P aa g/ a a a 9 d? o Y ' a
Fuaszvalo ladniFaneuunduivegdiloulnnaduezidszezna lunsiia
a ¢ a 99 & a g o w o v @ =) aa ’ I~{
3leladinalddae tesanegiifleussidautiudidavnimsannanvessaney 1Wums
A T a Q( Y Taa
Ay lduSqns iundanou
2. pH
aa e o 3 as 4
Faneumusaazawldan pH wesdsazategs q dwiulumsdunsisy
a 4 A [ ot 4 o aa A
§Tolad Sedesldmrsazaionil pH gelumsduasizvidleladmsizasih lvadneuiegly
o = Yt A an o o a
anzveuiazageeniduasazawlad eddnouasawesnuuduaisagaenaziia
o o a o g 1 1 a A o
msannanuesdleladmidifedloladtiu udmsazarvdedlid pH gafulyimld
aa P 1 i ) & A 4
Fanounieglugdasazareliamsaannannaedudlolad
3. uWan
t [ a Yy
muwanszuteenidiu 2 yia ldun
a a o o @ o b !
— mumanetiunid  aitludrfdmualasiadiwazgli1aues secondary
.y qe . . 9 S ¢ A =Y sd a 1 p=3
building unit , unit cell tag lnseadsvesdlolan esagmunanoiunsdyiams q ozl
g oy qe . . = P a W
AMURWIZAY secondary building unit , unit cell tag Insaad1avosdlolan nareatdanuly
a 4 =] w ot 8/ @ I'd {
— mumwandunsd Wudeliamnsdunnevdlelad 1dluaaizh pH
° a asdw o o o 9/ a ol a dgl 9.
f1ae nazmumandunsddaiudidmualassadwvesdlo lanhazifadudaie

=

o 4
4. Qm'ﬂﬂﬂJLLﬁ:’,L’]ﬁﬂuﬂ'ﬁﬁ\‘iLﬂiWZﬁ

a

=

a ¢ Y 3 = a = P J
amwﬂﬂumsmmiwwm‘l%amwguqqmmmmm‘luﬂmﬂﬂwaﬂmawia"lamz

q L - q
9
=2 o

a o 1 o % ° o e
Faduldsinhmsduaseidsgaungiist uazszeznalumsduasizidisseznmlums

Q

2 4 a o Y Y X = Ja '
anwaniunzi1v ldwinvesdlo laanlng



glz a A d
TunUMINadle lan
a A P an a o ~ 1 I~
msifiadlo ladisunnasdsznevvesdinounazegiilouiogluanizzveauds
o & aaa o y v v
avaenaedluaisazatevsona lumsndaanouszazaivesnuuiuasazaie lfszdoqlsy
3 aa . A a A A g & - 1 = v w o 9 P
pH g9 niudansunsvegiiflenniumsazaedaiany lumdesssfudutulnseadned
' 4 o & g ! & 4 oy qe .
wdvsfigawihivzdi Idsullu FedTelad (precusor) voedlelad (secondary building unit g1l
1 ] 3 A A 4 a v o a t ~ J o &
$19619 9 ) 99n1iu Fodlolad (precusor) afansTwdIiiutiundoavesdle ladidn « &
o = - (4 1 dy . 2 =
fundvavesdlolas marfivzdsznou1ide unit cell voed 1o ladaeii lassadunioudle
o as 'd 1 14 o 3 o 1 a a 2 o Yy XK
Taafiezdunsieriynedruaivmadn snduezilugaeifionts lnveswdnildnanues

s/
Foladtvuialugiu

Aluminosilicate gel | —> | Aluminosilicate solution = Zeolite precursor
nucleation crystallisation
Zeolite precursor => Zeolite nuclei Y7 Zeolite crystal

LY | v T aaa Ao w = d
autAnniludusalfiseniianyuestlelan
b4 sll ]
chTa"laéfmmia“l«ff’t,?]uﬁm’aﬂﬁﬁ?m%ﬁﬂ%ﬁﬁﬁuﬁ (heterogeneous catalyse) Nailifio

= oy wad 1A
11nd To laallgaauiidiivinzay nanne
Y 1 ana - o [  (aaa { a y <« o Y
1. dussfnsoiiunlddeaninzdudssinnvosfisoinfiatu - §leToddludn
ulffsnfiawselsudeuldmuzaudurdenmsifalfise ldumedssinniunune
(Y ° w0 aaa .
fumsinldiudusalfase
v 1 (aan ~ o 1 oA dyQ 33}:&310
2. fuselfisenaslidumuandes]a (active site) vuiuHNIN wazasAsAun 19

4

UgRseemsadh lifadumiaiiod]a (active site) Tdunfige FadTeladlwuiinaflivh

2
aaa ! [ [d
UgATe 1dunn ilesnnfidnyuziilugngu

R

3. anunumusemaiasuutlasanudau

b}

4. Tanunumusemsilaeuulasgungl
a ! J o Y ' aaa { [ o [ o 1
winuiunawisel4d e ladluduswfasommzauduninbunlddudausa

Uz lulfsers q Tdedrunnue



wad o o = I3
auliandAguesdle lan

QLAY T

LandannununeanuTou (Thermal Stability) , AN (Hydrothermal Stability) iag
@131A% (Chemical Stability)

4 = < ) an ° H
wesnndleladi Inseadiauilu 3 8 (3 - dimentional network) 39711%11 lageadred

= P

I~ @ = =1 = [~ 1 1 ° Y =)
SUNLSN URSEANINTUNNUUIALN (i]3llﬂ'J']NLL‘INLL?\?ﬂ'J']?IWEUSUH']ﬂzlﬁﬂJ) Vl'liﬁ“]fi'ﬂ‘lﬁﬂll

U Q

a

1 Y . dddaan 9 =S [
ANunuMUdonNuauLezgungll §lelaahiFamlulnssafaunnezianunumude

U

a 5 1

1 = S @ 3 s IR T Py
nsa daud le ladndegliuiunazlnnunumudena daiudle ladselianunudemsndl
(Chemical stability) 9

2 da

2.WUNKHI (surface area)
) (4 ° o 3 {a & - ° ana
aulignguvesilolad (Porosity) 7hlddTeladtiiuAA Al unsvinfAse 18
30
3.dminfidlulfnsalindissaulasaga (Molecular reactor)
& =t (2= =1 y g =] < o £
ioannd o laAdigwguumiadn (Microporosity) uag Tuagaivuiaidn ild
Y] & a Aaan 9 = o 3 = IR
Twana dwtis o mansanadfnsenlanelugniuvesdle ladaaiusnsuvesdloladss
[~ a o 9
Wisuriiouiluilgnsalinliszau Tumna
4./MARUANNNIISIDIZAY (Shape Selectivity)
= d o 9 o a o E%
YuIRgWIHUesE Ie laah Ikaunsadmussnunmzinizasvenaniaa 1d Tag
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(1) AMRNILIIILTIVDIETAIAY (Reactant Shape Selectivity) I51€18150A W UAKS BIRBN

g

v
a o 0 aaa o
yiavescmsaduidilgisonludlelanld Taodenvuiavesgwiuliiinnumuzay

Y oy Y Y o aaa 1 aaa @ o o
ﬂﬂﬁ?ﬁﬂ@]@\iﬂ'ﬁ‘l‘ﬁL‘U']‘Vl']l]gﬂiﬁﬂ 1BU ﬂgﬂ'smmmmmﬂmdua'511a’aamu

Rezzlart selechviry
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R N N I R NP2 i

A £y o w Y o aan ] 3
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o o d o
(2.) ANURWIZINZIUBIATHEIUR (Intermidiate Shape Selectivity) & 1o ladazidonliins

"a aaa {1 @ o o { Y Y 1 3 1
MAURATONAUMITS6UA  (Intermidiate) AMuzauAUgWNgUUDITUEING 19U xylene

disproportionation

a o = o . a o Jdaa
(3.) ANTUIRNIZIDITINUDIHNANNUN (Product Shape Selectivity) cﬂa"lam%xaaaﬂﬁ’wammmm

YUIAUNNIETUHRTUODNIN Lﬁmmﬂmaﬂjawumgw;u (U p - xylene production

Products selzchyily

SRS S
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e[| Qﬂéﬁﬂ“ﬁﬂ“lﬁﬁ (Zeotype Materials)

Y Y o

= (4 {
Tagadwdlelad (Zeotype Materials) fio Jagzwiuyamaiilnssadrauniou
= % ' v o o '3 o s
Flolad uduananiuiiosnllszneumauniilae Tagad1w8le'lad (Zeotype Materials) vzl
: o i ‘a ¥ ] i ] .
00N laA (oxide) ¥o45193iAdN3M0Y 11 TAT9a3 4 (Framework) 1y Tusou (B) , unaidou
o g =3 i [~ 4 Y
(Ga) , 1an (Fe) , wasuuiloy (Ge) uag lasdion (Cr) Wudu msiimelulnsadisves Joq
= (4 =) a A 1 3 ° eyt [
Ad1wdle 10 (Zeotype Materials) is1guiladusaneddnoiy sevildarutifans questag
o . a wa 3 s § o
ad1oTelad (Zeotype Materials) Teruifaniuandreduly S eeii Taseatradunuuides
[V~
flunaw
[ L4 = 1 [ a 71 @ Y
Tegadnod 1o'laf (Zeotype Materials) il aeaniduriina19q Iaasil -
1. Metallosilicates
IS o a o 3 . a A - a o '
Wudag AN 19 UauTa 1l (Trivalent) ¥HadunenMiloan gLy (Al) 19U
v Aaa o d a b
Tusou (B) , uAnidow (Ga) 48« Audaniuisaniutiulnsaade Framework) #1117 Ingeadng
{ a [ '3 1 [ ) i wa
nnalianuduta |, puusveansanaziuauana1anu 11 Metallosilicate 7il@o1a5iausialy
F 4 ] 1
M3veNHATY nTesandu I Anediveiavessigiiuumuiiogifion
2. Metalloaluminates
o Y A a ot a 4 A aa . 2
Wudagninannsigauaudd (Tetravalent) sHadUUBNMTBNN Fanou (Si) 9
| a gy ¥ = Y & o
Metalloaluminate - T N130iA0 lafoudeen esnindesiiuanlossumgailszuiiuimau
1 = i dy , ot ac ot 9 9 P
wn Biadosdonamdu waglaneN@EUTH (Tetravalent) Tusssumaideudiados s1gh
s a a o 1
ansaswdueglilenudufedluTns e Framework) Idun Tnmilow (To)
3. Aluminophosphates ‘
- Aluminium-phosphorus-oxygen framework (AIPO,s)
a a { [
Aluminophosphates 11/11 1n3351319 NsunBendnid (tetrahedral) 484 PO, i A0, Ty
o L o & . ' .
UTnaiviiu Felszauanves po, vz ligailszqanves Alo, Sevhldmelulaseadrl

doaliuanlovey (cation) Mgarlszy Sui I liaunsauandsw levsy (fon exchange) 14



3199 2-1 uarnsyilaveelnseaiiaues APO,

Number Structure type Porosity Pore size (nm) Saturation H,O capacity

(em’g")

Structure juily determined

5 Novel Large 0.80 0.31
11 Novel Medium 0.60 0.16
14 Novel Small 0.40 0.19
15 Leucophosphite - - -

16 Zuynite Very small 0.30 0.30
17 ) Erionite Small 0.43 0.28
20 Sodalite Very small 0.30 0.24
25 Novel Very small 0.30 0.17
46 Novel A 3 -

Structures inferred from X-ray power patterns

37 Faujasite Large 0.80 0.35
34 Chabazite Small 0.43 0.30
35 Levynite Small 0.43 0.30
42 [A] ‘ Smalf 0.43 0.30
43 Gismondine Smalf 0.43 0.34
44 Chabazite Small 0.43 0.3-0.34
47 Chabazite Small 0.43 0.3-0.34

Unknown structures

36 Novel Large 0.80 0.31
40 Novel Large 0.70 0.33
31 Novel Medium 0.65 0.17
41 Novel Medium 0.60 0.22
18 Novel Small 0.43 0.35
26 Novel Small 0.43 0.23
33 Novel Small 0.40 0.23
39 Novel Small 0.40 0.23
28 Novel Very small 0.30 0.21

- Silicon-aluminium-phosphorus-oxygen framework (SAPOs)

SAPOs Hdutlzneuadiefiv AIPOs uaAlnseadawes SAPOs vxilsznaudaung 3
¥ila Aie FAnou(si) , oglilivu(al uaz WoaweSa®) USuavesearesasziiySunades
nhegiidioy sldRaduiszqaudniy Suild sapos dosiiunnlessuingatszgaui

a dy [ :II &K A o
(ARdU F91 SAPOs TN salumsuaniasu leoouon exchange)
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SAPOs nildnvaz lassadramilouriu AlPOs s ldFemoudiu Wy SAPO-5 9¢i]

Tnssadrunilou AIPO,-s

A1519% 2-2 LLﬁﬂ\‘ﬂfﬁﬂTﬂi\‘lﬁ%}N%ﬂ\‘l SAPOl

Number

Structure type

40
41
34,44
35
37
42
17
20
5,11,1631

Novel
Novel
Chabazite
Levynite
Faujasite
A
Erionite
Sodalite

AIPO,

- Metal-aluminium-phosphorus-oxygen framework (MeAPOs)

a & @ a ot a a o 9/
MeAPOs (1A lanzdy q swdy egiidlon uay Wearese AadluTaseadie nse

a { { a 4 { ~
Maeuan (tetrahedral) Tangfignnsafadiulnssadrmsambondnei (etrahedral) 18 16

un Tauea (Co) , MAN (Fe) , Uuamila (Mn) uaz danzd (Zn) TaedSualansiimasiy

¥ 9
MeAPOs ifldaaud 0-40% vesegiiieniinua Tnsead1eued MeAPOs vzmiloufiu AIPO,

{tas SAPO

- Metal-aluminium-phosphorus-silicon-oxygen frameworks (MeAPSOs)

9 A a o [ aa o o
MeAPSOs Usgnausinlansdy q , sglifion , Weawesa wasdanou sauduiiy

Tn59e319 (framework) N3UnASUANT (tetrahedral) 1a8TAT9a19U89 MeASPOs §5in15

P-4 9 ] 1 9 ’ [ e
anu Inssadisediuninou 1dua CoAPSOs Aagil
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#lelad Inmidlendd (Ti-Beta )

#1olad Innifloufiduiug e lad it Inssatramiloudud To ladidwdnioly
Insaade (framework) Uszneudae Inmidlvuegniolulassadie Tnssadrevesdle ladiid

< =) a ¢ . !
Wunwyszyuidla 3 AiANS (3-dimensional system) LUU® (channel structure) JNTUYANTA

v Toladiduiiugngugamavinalua) (12 T-ring or large pore) $U1IA 0.76 X 0.64 nm

Vv 9 9

9 1

1o laadidi Tnssadhaazdmsznon uars 1ddaz1i 2-3

INMW
[~
Baovndieduninlaseadisves
=1 I
1o ladiian

I~
Maovwurndunindaudsznovues

I~ =

a =YY =
%Iﬂvlﬁﬂllﬁ'l TUADIND  DEADUNAN

AINAUAIND DLADUUDIDDATIIY

4 [l =)
511 23 uaasInseaduazaulsznovuosdle ladie
. . = Iy < Yi o A a dg’ < Y 1w
90 X-ray diffraction pattern ¥93% 10 laatid1 vzwiuldninninadusziiul@iduda
A " o & Yyd 1 a ‘Y o o o
120 01111V 6,98, 7.74, 9.68 uaz 22.11 Gauaaslimudhidle ladiauiluiagnigwuganmn

vnalvg uaaslddagla 2-4



Powder X ray Diffraction Pattern of *BEA
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511 2-4 118AY X-ray diffraction pattern ¥83% 1o lad1id1

4 ~ &
37 2.5 flugvendnuesdleladiidh dandAnvosd e laddidrnzislirerends
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d aa 3

alolan Tnmidiendamlan ( Titaniumsilicalite Zeolite)
=1 aa <= (&) a. & a = '

Inmidiougamlad (1s-1) WudTleladdnwilanilsisznoudae nmifiouognioly

Tnssadevesdleolod Inmidioudanlad T35elaseadaniioudy Famlad (silicalite)
A = 9 [~ 1 & g | Ao o a
W30 ZSM-5 (MFI Structure) 3 1A59e9190/UU 10 (channel structure) Fuilunondanu 2 fin
: . 9y £ g ' =Bt & < ' 2K g

19 (interconnecting channels) mwua‘a:uJu‘weﬂaummazaﬂmuﬁuawﬂumﬂmuﬂmd

a o = <]
suaaslddaguil 2-6 vunavegnuaniIAves ZsM-5 iWugnguganAvuIANa1a (10 T-ring

or medium pore) HUUIA 0.56.X 0.53 nm

FINNN

B awdsiduninlassadievesdlolad
ZSM-5

B nyndunwdndsgnovuesdlelad
ZSM-5 AMapdNe pTABNNA A IUALAS

fe 0¥ADNVBIDOATIIY

511 2-6 uanalassaaazaiulsenovveadlelad ZsM-5
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51U 2-7 uama X-ray diffraction pattern Y93 ZSM-5

3N 2-8 uanagilireveananyes ZSM-5
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Beta) Y38 Ti MCM-41 ifudis el fisen

H202
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asanenmasunsenay lihih wseRauennlas Taeld llmwuawam"lam (TS-1)
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UNN 3

ﬂ]iﬁ]!ﬁﬂﬂ1illﬂ$ﬂﬁﬂ1ﬁaﬁﬂ

3.1 a19nd
1.  Amberlite IRA 400 (Sigma)
2. iaasziofiauen Tuflon Tus Tud (TEABr CH,BrN)
3. wnszieiinee In lnnuua (CH,0,T)
4. 1903210NBNT lmau (C,H,,0,51)
5. wasgTwsauenTuflonTus lud (TPABr ,C,H,,BrN)
6. Fanoueonlad (Fume Si0,)
7. oo luasn (AINO,),.9H,0
8. Wnuea (CH,0H)

10.
11.
12.
13.
14.
15.
16.
17.

18

uew TuflvTeasen lad (NE,0mH)

Tadon Tanson loe (NaOH)

‘15’11]’;‘1?(%1ﬂll’e]60ﬂ (deionised water)
wiiaefaflay (CH,COCH,CH,)

Ty Taqueniasy (CH,,)

o Taaenan Tuw (CH,,0)

oy Inauanauen (CH,,0H)
TlaTnswunlosoonlad (1,0,)
Tnunandgon ls lasaunnuan (KHP , KHC,H,0,)

. Huadmau (Phenopthalene)
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3.2 aulnseliaunSeaile
1. nwuzdunsieinnudugs (Autoclave)
2. wivundsulennznou
3. §ou (50-200C)
4. U
5. 3ot
6. Foudnalg
7. Dameswaiadn
8. winlsuins 250 ml
9. m3alSuas 100 mi
10. 436 50 ml
11. viaoanyA
12. mes lufimes
13. NILINUIAM
14. magnetic stirrer
15. ¥ANTBIAAAINUAY
16. ASLAILNTOUVES 1
17. ATZUBANI
18, wSosdaimtin
19. wanmEanf IS UuITPA081
20. MPULVTTYA0E (vial)
21. Lﬂ%’{@\i X-ray powder diffractometer (XRD)
22. Lﬂ%im Scanning Electron Microscope (SEM)
23. 10309 MrlasinTnasil (GO)

24. 19594 X-ray fluorescence (XRF)



3.3 YUADUNITIVY
3 aw [ o a d"
TuaoumMIIBeutaiiu 2 drudeil
P [ %] dos 1 aaa = dalay = | d
1 msAnmmsdaanzaausulfnsendle laahid lnmidiauiuesnisznou
- MIRTENUWANBUN3 Y
ar et = =
- msduns1zvalo lad lnindlondé (Ti-Beta)
o d p=% aa o
- msdunsizd 1o lad Inmidloudan lad (Ts-1)
- Mawssuedag1u Inm luegii Tudaina ( Titanoaluminosilicate
Amorphous)
o q’/l =2 a Qo
- NS au‘nuwaﬂ'lwﬂuaquiwnmﬂm (Titanoaluminosilicate Layer)
1 ~ o .
- marn laa1sdssneumumansenaingnguvesdle'lad (Calcine)
ot I o ’ Y A
-msasaaevdle laafidunse lddrumaiind o
= . o e 1 aaa = datad 1 a Aqai
2. msmnmaniAnnuiiudusal §isenvesilelanniidensifial §azen
BONTIATU

- AnmBntwavesdharaeilidemaifindfasueendiadu

- Anmeniwavesdusalfiserdle lad Inmilouddh (Ti-Beta)d o' lad

2]

A aa 4 @ = an
InmifiouganmTad(rs-1) edagiulnm Iueqi Tudfing ( Titanoaluminosilicate Amorphous)

1

v v
Alinomsiinlasnoondiadu Fundnlnm Tueqld Tudaina (Titanoaluminosilicate Layer)
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= w
3.4 I5M I8
2 o do 1 aaa I ¢l <t o 3 .
3.4.1 mIrnmmsduanshdusalnsendleleaillnmdisanivedtszney

a a o o
AMIATYUNUINANDUNTE

(1) mswSeuneduiildlunsuanaldonlesou

* JUsFU Amberlite IRA 400 taluensavareladonleason ladidudy 0.5
Tua/des Wunar 10 Wi

* usduit g luslumsazaeladon lenson ladidudu 1.0 Tuadas Hu
a1 1 Iu

# fmsfusgudaoinlsiennlessustiunas (pH 7)

* N59USTUAWYANTDIAAAIUAY

* %aﬁmﬁ'mﬁuﬁ“lﬁ'i’mwm‘iymﬁﬂﬁuﬁuaumaqLsciuuﬁ'wssgm‘ﬁuaﬂu

1 Y
aodufiwIon 13 laesduazuyeg luthidsenloseu

2.) MsmaanugveusTutanlasulessy
° a ' ~ o o o
* usdusnugdeasazaie Tmdey leason lamdudy 1 Tuaans $luma

as [Y 3 o Y a, g g' = v o
19U ‘nmfu1ﬂuu‘w1ﬂﬁamwumamﬂﬁﬁmﬂ"laaamun pH Wy 7

H
a oa

* n3ousgui 4 lnelfinsesnsesgaa e
14

o a { Y] (] a 4
¥ Fusdundu 5 a3y ldatlumsazate IwunmFoulus ludmdudy
= A a a =% o a =y d'
1 Tua/dns 25 dades (FYsuavssasazae Inunadon Jus ludtidSaund@une o

waniasu lessuiuisdu)

a o oy ] = ~ I~
* vyasuAnesHuoannmauasluaisazaty ai1sazatvazilasuisly

* fmslamsnensazaen ldaeaisazate KEP 0.1 Tua/Bas auens

d' = g -
azmen/asunndyuydumsazatele

* muTue oH” filaesn1dlugyd Tuawes OH /100 nusdu
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L= Q. d : . J
(3.) mamssumumaniaaszieiaten luion leason lod (TEAOH)
@ ° o Yy J 1o ' =)
* 99 TEABr 1119U 28 n3u ara1watsmmuen (14uSinauunmven i
-
anvioy)
Y o v dJdY :,’
* musguluneduialsmwniuea 2 a5
* 1181508218 TEABr HIUISTURE199) aunue
= o
* SsFuadunasdismiven (pH7)
* hdazme TEAOH #ldlinduiousndaiazawoon Tasldyandy
AYYINA IUATETNIAIIZAWINNTLOR (CH,OH) ssingnua

* 1hasazane TEAOH R8Ny I3 lugiu seifaninues TEAOH

' a o
(4.) msmanuduiuvesIIWaNSUN3 (TEAOH)

, v v | H
* dwdin TEAOH Wldhmilnuivey wnazaietingu Tauldu/Suna

A

ndwlifesiiqa el 1dmsnsas TEAOH ianuidudusniiga

q

* Unlaaisazate TEAOH 1 Jaddas lduiniadSings 50 Sasaas Uy
Q: Y :’ n'.c
USuasarmingu
P a ao a a o = I3
* flulaensazans TEAOH 10 fadfes  fusudnwmesiuediniay
2-3 Wea :
o 3 Y 9 a
* s lamsndeaisazane KHP “ydu 0.1 lua/ans
Y, ] X A
* Mimslansn 3 adunerlSuinsmasves Kup fl4

* Muumanududuvesansazas TEAOH

o et o ‘
MIduns121s o lad lnmidl o e 1(Ti-Beta)

20.90TiO,: 644.78TEAOH : 1176.12Si0, : ALO, : 18287.51H,0

o . a o . o
* wmsazamumumaniaaszienauey Tutleyleasenlud . ( TEAOH )
a o T =t o a '
wiudu 22.4% min 18.00 nfu Tdasly Sanoswmainuuia 250 mi ‘
o A 4 A R i ] v [ ~ ¢ A o
* ANLANBIINUUNTD stirer  uaglduviaimanasluiinnes eving

Juniu
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* Rumsazmemasziefiase In lnnuua (TIOC,Hy),) 0.36 n5u

* A0Ye) [AY Si0, (fume) 5.37 n$u aslumsazaeaunue wazvhnsduniy
A 9 . 1 U Q2 A a [o] - o a a| =%
o lnesnszaeg1anang NRUNAN 20 ~C wnsznunalunale Uszura 5w

* aneglien lumsn ( AI(NO,), ) 0.057 n5u MimsHunivaunseiams
3 9 o dy s [ =
NnuaTIuwilomenuy Ussua.2 uii

* duan lamlaludremaoudarh ¥ aiin hlalumauzdunsizr
ANUAUGA

Y = a

° [ 'd o
* 1 musdannsianuduge dhdeunigungd

¥ q

35 °ciflunat 10 Ju

—

E4
a

o 3 o o J s Jq v
* Ya9nINUUU ﬂ']‘lfu&'ﬁ\uﬂﬁ']&’ﬂﬂ'NﬂJﬂuqq f’]ﬂﬂiﬂﬂ\?'ﬂﬂklﬁ]iﬁlﬂu

€e

o a o ¥ o 3 & = Y 9
* u’]ﬁ’]i‘ﬂﬁ%ﬂi’lgﬂllﬂil’]'ﬂ']ﬂ’]i“ﬂﬂﬂ'lﬂlﬂﬁ@\uﬁqﬂﬂllﬂﬂﬁgﬂ@ullﬁzﬁTQﬂﬁﬂ

k4 1
[ [

° o o i =3 =1 ' a
wndwaumsagaeil pH 9 thansh I8 leufigamadl 60 °c uwdvufivmsldluvanaadn

ieri lihimsAnude'ly

Y] I'd an o
mMsFunszvale lad Inmudeusanilad (Ts-1)

36TPAOH : 5TiO, : 100Si0, : 3500H,0

* Funumanmasensoiaueu Tuiioy Tus lug (TPABr) 3.8 A5 uazas
azaw Imdenlonsenlod (NaOH) 0.58 NSy azaisdaniingdy 265 Saddas snisduniy
anoaa o 1Hin3 o4 stirer

* 1@y Si(OEL), asluesazamef 1d$ oy 827 nfu wazvhmsilunay e
IWesnszaiendranang

* 1@ TIOEY, $1wau 045 nfu asluesazae wazvimsilunauan 16
msazanyle |

* thasazmelefi l@mldludromvaoy Jadlfain  wldly naus
dunszianudugs

~

o [ s LY 9 9 { a [o) [
* U ﬂ']‘]51!3'{'7\3&?]51$ﬂﬂ31uﬂuqxilﬂl’lﬂ@ﬂﬂ@mﬁﬂﬂ 160 ~C Lﬂul')ﬁ’l

q a

12 921w

a o’J‘ o o « s 3 Qy vq Y
* NAIINUUUN m‘lfuzﬂﬂlﬂﬁzﬁﬂ’amﬂmﬁ ’e)E)ﬂmGl\Wl\‘i'l%slmeu
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o o o Y o - Y A Yy v
* ‘Ll'lfﬂi‘l’lf’NLﬂ5'1$Wmlﬂ111ﬂ1ﬂ’lilwﬂﬂ’lmﬂiﬂd ﬂi‘é]\i’sjiyiy’lﬂ'lﬂ LUAZA1NAY

¥

WinduauaITazawil pH 9

a

° dl { 3 =1 1 o q o o
thnsfld leufigamgd 60 °c minthuumsldluvianmadndiorilalvms

U

Anwasld

Moy odag1y Inn luead lusaing ( Titanoaluminosilicate Amorphous )

20.90TiO, : 644.78TEAOH : 1176.128i0,: AL, : 18287.51H,0

& a -t I3 Yy 9
* ganumaneaszienouen ludiou leason'lyd ( TEAOH ) Wudhy 22.4%

n1in 18.00 nSy ldaslu Samesnaiafnvuia 250 mi

o J y K [ ' 1 ~ S A o
* UIUANBIINUUATOY stirrer LLﬁﬂﬁLWNLLlJLﬁﬁﬂﬁ\ialul!ﬂlﬂ@'i tWBMNIg

Yunu
* pumsazmuaaszieniaos In lnnuua (TiOC,H,),) 0.36 13

* flgq 1AW Si0, (fume) 5.37 AT aslumsazasauvua uazviimsiluniy

<

q ' @ I P d o
o ldmsnszgedianane fnannil 20°C $umnal 2 42 Tus

L] U

* ipuegiitlon lumsn ( ANO,), ) 0.057 p3u shmsilunaueunssisas
4

Y o d’l at @
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