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Abstract

There are many studies investigated on the VOCs abatement and
noble metal-based catalysts such as Au, Pt, Pd-catalysts show good
activity. However, the industrial application of noble metal-based
catalysts is ‘limited by their price. Thus many different species of
transition metals have been developed and applied in many fields.

This study intends to synthesize non-noble metal catalysts via one
step aerosol assisted evaporation induced self-assembly (Aero-EISA)
process. Unlike conventional sol-gel or hydrothermal method which
required tedious and time-consumed steps for manufacturing metal
catalysts, the one step Aecro-EISA process has the advantage of
time-saving and can be designed as a continuous process for easy mass
production. There is no report available on synthesizing metal catalysts
by Aero-EISA and applying them to the destruction of VOCs. This study
intends to present results on the physical and chemical characterization of
metal mesoporous silica particles (metal-MSPs) by one step Aero-EISA
process and further investigation for the catalytic oxidation of acetone.

The results showed that Ce-MSPs is the best metal catalytst for the
acetone destruction among various metals of Ce, Mn, Cu, Fe, AI-MSPs.
This i1s because CeO, has the ability to transport oxygen, high
oxygen-storge capacity (OSC) and more oxygen available in the
oxidation reaction by the Ce’"/Ce*" redox couple state. Among the five
different Ce loading amounts, Ce-MSPs(25) showed the best catalytic
activity due to its relatively high specific surface area of 951 m®/g and



optimal Ce metal content of 3.72 wt.%. The Ce-MSPs(10) had a higher
Ce loading of 9.76 wt.%, but its smaller specific surface area of 615 m®/g,
poor pore size distribution, and less-ordered pore structure resulted in a
relatively lower acetone removal as compred to the Ce-MSPs(25).

For tests on the monometallic Ce-MSPs(25) and bimetallic Ce/Mn,
Ce/Cu, Ce/Al-MSPs under acetone concentration of 1000ppmv and gas
hourly space velocity (GHSV) of 15000h™, it was demonstrated that all of
the samples had similar acetone removal efficiencies at the temperature
above 250°C, which was due to the good oxidation activity of Ce metal in
higher temperature range. But at low temperature of 150-200°C, the
Ce/Al-MSPs had much higher acetone removals than all other cataltsts
due to the good absoption ability of Al metal in lower temperature range.
The synergetic effect of Ce, Al metal was observed for bimetallic
Ce/Al-MSPs on the acetone removal as compared to the monometallic
Ce-MSPs or AI-MSPs catalysts. The Al loading amount, specific surface
area, and the CeO, particle size played important roles on the low
temperature catalytic oxidation of acetone.

This study also compared the acetone oxidation efficiencies between
Ce/Al-MSPs(50/25)  (synthesized by one step  Aero-EISA),
Ce-Al-MSPs(25) (synthesized by combining the one step Aero-EISA and
wet metal impregnation method) and Ce-ZSM-5 (synthesized by Ce
metal wet impregnation on ZSM-5 commercial product) under 150,
200°C low temperature. The results indicated that Ce/Al-MSPs(50/25)
had the best acetone oxidation performance due to the high specific
surface area, uniform pore size as well as wide spread of CeO, particles.
Moreover, the highest amount of CeO,, oxygen storage capacity, oxygen
vacancy and tetrahedral coordination framework Aluminum structure also
resulted in the highest acetone oxidation and the best stability. The
Ce/Al-MSPs(50/25) exhibited good stability of 74% acetone removal
within 24h test period at 150°C and 85% acetone removal within 72h test
period at 200°C.

Keywords: Volatile organic compounds (VOCs); mesoporous silica
materials; metal catalyst; acetone; ceria; aerosol assisted evaporation
induced self-assembly (EISA) process
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¥ % (lon-exchange) ~ £ 7Lk /% (co-precipitation) % o H ¢ & ¥ 4T 3 e
o v ok #0E (hydrothermal) & = £ 3 00 & w ff 59 MCM-41 2
HRHIE R I FPE R EFEE Y IVF £ B X et al,
2001; Araujo et al., 2003) » B2 2R v k42 o1 & & 2 & B &E T 2 5%
b0 e LH QA SRR P R E R DR F]F o R
B ook e A g FY Ao F BN SR ITH AL
R JETE AET2 £BA - R AR ] o

F By Bb ik B4R & = 2 2 (aerosol assisted rapid synthesized

process) ¥l 5 E § 4F@ L R PR 24 d > WP A X MFE XL 2 hpE Y

‘Eﬂ

2



SR AN AL AR BRI AL JI R
P2 DRy et 2 p e % (Aerosol Assisted Evaporation Induced
Self-Assembly, Aero-EISA)# 4% » ¢ Aero-EISA § "} 425 B o % 04
R Y R Al % b (Luetal, 1999) 0 H %ﬁ d Aero-EISA #7
& = e JLF = % it 82 (Mesoporous Silica Particles, MSPs)z_ 7 #4214
Fer MCM41 Apin > e E WG mA3 S HELME > FR{V XY
* Ltz - 2 ¢ Hung ¥ Bai (2008;2009)17 @ 54 = & it &7
MSPs i B2 MCM-41 & 7 5 ik e ' g kvt o { 5 3] edp e
sk AT 0 MSPs e i 4 3 2 MCM-41 > ¢ F& MSPs £ =

F R RAVRYE S K2 MCM=41 » 5% 1 MSPs el 58 B 4 o

B
PVNEN

#0401 Acro-BISA WAz W & £ HAAGA# 4 2 6o p 5 iXg »
R4 T 0 e Bore % 4 (2005)# % Zr-Al-SiO; & B ff 43 vk AL
it B AR S ERISIO N A F A B 750°C Hvk EF Y i
d 1300 T % % 300m%/g> @ Zr-Al-SiO, & B 0] ek R 152 £
G A% 7 5 800m™/g 0 AT G & B2 Rt fs 0 ML P At BT G
£ '7_; Hampsey & 4 (2005)%® # Pd-SiO, & Ji * *% 350°C ~* #-- % ¢
R RN SO R RO LU L S e P e
L T 2 i 1,?% ’ ",f 7 Bore % % (2006) Aero-EISA ®42 4 fic & H s e
v #ieEH % 2 Au-NH,-i8 & £ 5 (Co, Al, Fe)-Si0, & B4 7 & 7
- § FA(CO) 3§ iR B vty v kb A AL Aero-EISA L&
B Bis £ e YTl VOCs edp B A2 3 F18t > 12 Aero-EISA &
Fo UKD 2 BALT /YT VOCs it 4% 5 - LIRTaF
P > P NS AT BRI

1253 B i

RO LE ERAOR G EE S X A igEs
PR g R AFT T 2 AR P s B F ORI E AR ek
(Aerosol Assiated Evaporation Induced Self-Assembly, Aero-EISA) % 4% »
FREEDFO2EEEEBEPSHREE N L33 s s i

3L ¥+ B 0 & J-MSPs(Mesoporous Silica Particles)f 4 > I & {7 5 fit
3



EHEEG B5E FF i g 5% -
RS #E T 2 S T AP

1. 12 Aero-EISA %l #2:#-% Paféfx\p“mik% tHEpEPREFES 4
B8 450 35 11 ¥ 5 Aero-EISA - # & = & B 4cchip i Az S8
kﬁ?pi“m“Fﬁﬁ*ﬁ“b*ﬁ%ﬁﬁi@ﬁ%ﬂ%ﬁ?

it B EM o R N AR L s L R o

7 l.jﬁ;‘l_tﬁ irigivoed 2 H & Bfu- F7 2k ] de b () fm 2R
Ao S e Pﬁ$%miﬂWSMMMlmmm 73t %
e ik B3 £ B SACR S L PR ST EA B
a2 B Bp ik RS E- L G ok A SO R
L RS AT S 2

3. ™ Aero-EISA ##2 & = & B4 &7 7 kA & B4
A RS A R BT R AR L s ehdp 3 vk o
PR 8= HIFH MR RN AR LB TE R PR
B AR B R PR 0 & e
AR A FSE S EREES L A EFERIPFEE R
0P AL g 3 B A e

4. Wby Aero-EISA — 3 & 2827 = 2 & 52 (&G
Boor12 HE R AT ZSM-S SRS A 2 B Bk 7GR
i/ frRIER 3= % 0% Aero-EISA - # & = 2. & B &1 VOCs
2GR voa RO Ba s A ke £ B ElAR L 2 iy
PR EF AR AL ST

\\\Xr



ok YRTEE
21 £ S G H RS I ik

BEBAEA e g e o N B ERELEHEA

B AT MR T F B F  VOCs B s F) P IRFF BT
ﬁ;l% ZF T % ¢ (Wuetal, 1998; Xia et al., 2001; He et al., 2009) » & @
FEER z% Fo b R B sk B T BT B e £
ERAEF B FERRE S ETEEENRR
2 3 e » (Kim et al., 2002; Li et al., 2004; Aguero et al., 2010) - @
W3 & B SEN S 5 ot R E A3 b - (monolithic
structure) » }* E_d FEH0F L 45(ALO) M T4 F(4e a-F Y45 F 4F
et mullite)ie = o TAE R MG BWEEE N g 5 IR
ERE R R e P Y R SRR R
U0k A G b e B AR LT 45 JT e VOCs A + e 15 ¢ 5 3
BT R o A Fla 3 MR TUR H B gt oG ff o0 F e ek
Gk VOCs B [ A F > #pri- By TEFENE F T B
VOCs & fif & > I e P55 40 a0 4 2 & =4k P 1S R
(activated carbon)¥? /* % (zeolite)(=4 =+ & (molecular sieve))2. ¥ %
TR E PRI P I SRR a0 Y e
Jm o] 34k (microporous, < 1.3nm)> K € 7 54 & B s it &
R ﬁv*fﬁ“ﬁﬁﬁ: 1 g s e VOCs @ 02 "B 8 ~ 34 F p
BB E o Ft o TERE G P IR ‘.‘%ﬁ‘(mesoporous)év’ﬂ%fri;'?ﬁ
#L s e SBA ~ MCM-41(Mobile Crystalline Material, MCM)#% ## & B %
BREF T % T A A &G #(>1000m7/g) » T B A2 U <
<1 (1.5~10 nm) ~ 35— 34k = < ~ AR T2 RFPTE PR E 2 gk
TR OREAT R TR HE ST M TR AN
5o

S HE T R B A g A T ] £ B
3L JF = <f B & G ff (surface area) B B P 4R S > 13k

[IUPAC(International Union of Pure and Applied Chemistry)z_ #_& > % 3t

5



v

AR RIS A )T s S 2 48 0 (1).43Y F (microporous)
#4L > d<2.0 nm > (2).¢ 3 F (mesoporous)t 4L » 2.0<d <50 nm > (3).
E 3tk (macroporous)#1 4L > d>50 nm o 34 JF chfic g £2 3L jE ek o] 1
HRFEHFEGEAV 2 e 327 FE TR - a5 o3V FEE
HAavBit i~ 5F > grRE p\ R GRS o R FMEE

2 4o A o

@ ¢ It F R RS AR O T R e £ S T i
T H P2 ERHEE AL A H 2 B RS ] e o AP
F Z‘E%%ﬁﬂf%%? Bl Ao FE RS ARG L AE R A E B
Pir@man bz Lo a B L e FEIFIVETRBAA TS - &
‘ BRIl RS EAR A S AR R VOCS & F it I p Itk £ w0
HB o PP g sa » S BERGEE -

AR T E R G A T LR R T
o e J d ’mﬂwtmvfamﬁ—i PRE N r’v’ﬂ'«‘-é'riz%
(active site) % f§ &7 % 2. fet(acidity) et ¥ i B R £ J& 25 (redox) » #3°
F R ",%%:3:-‘1’?"‘ frr glebole S E - prif Lt 2 mfmd Rt

+

=t

Yot )

’z\,

—\
-

,{“‘—t/J ‘fﬁ/}é ff’g;ﬁ’%‘“ﬁfé—ﬁ ﬁ;ﬁ‘?*"ﬂ\—ﬁ/&\—*ﬁﬂff‘“ﬁk\"‘ ’T\
¥ 7 %zb%fit@?\a‘“;k&}?\ X3 A e sxié * 56 o Ruthven &
A (1993)% #7337 i £ ek é Ba it L2938 SR FRy

R A Rk P R Eé_#v P\%?%%z)i"% Mom B FET R -
FAF AR B2 UHTER o AL AR TR PE > TU 5 4o
B o fpd M2  HEMWE B S R A 2. § T
M L < ] B TE RS dos i T e S
- FREAS IR/ L EFEFE > fHRE G ol B
B AR BB REF AR A AT £ 21 52
Az g b B AE(EE A E 0 1997) 0 3 B R iy <P IVIEE R
Ao AF2Z FIVIF A ER XIRD 0 P B s o I il
R G L e o BB P BRIV A BBt > M G F Y U G

Aehd GV AT B e

Ll A ANFLE S A2

§T P R AR LA 4 S N A R A B E R 2



G i TR R R ER BRReF R R R S o
BOERIFEARY > BREF G B N M

(coke)F % i T Hcit B N 3R 0 R T VIR i
Lo m R A B g S R 0 Aot $13 VOCs h
BT €L F L 2 B 4o @ 2 (Lin et al, 2005) o 7 %] @ S
FVFER AR AR L AT R f‘%ﬁﬁ—zb BHF
FE % R 3 (Beck et al., 1992; Kresge et al., 1992) = @ 3tk 2 5t 44
FEBEAAP DR LG f o B AR IR R
ﬁMWEimﬁﬁﬁ’ﬁﬁﬂw%mez%&°

Z 2.1 & fas + 2 § B 2 j<(aerodynamic diameter)(zg % £ > 1997)

$o4h LA FeE A PR 78 n(A)
Ammonia 2.6 Propane 4.3
Water 2.7 n-Butane 4.3
Formaldehyde 33 MIBK 4.4
Carbon dioxide 33 Propylene 4.5
Oxygen 3.4 Trichloroethylene 53
Nitrogen 3.6 Benzene 59
Ethylene Oxide 3.6 Xylene 59
Methane 3.8 Phenol 59
Butylacetate 43 Toluene 59
Butanol 4.3 Carbon Tetrachloride 5.9
Acetone 43 Cyclohexane 60.0
Methyl Ethyl Ketone 4.3 Styrene 6.0

22 EBFELSY kAT

221 P IVF AT &

5 19607 e 48 BB ™ £ (zeolite)F 3¢ 1 4 » = B I & 5V eh
?7,, /PT‘T_)H»’}'°/;1’2’ '&ﬂ—\‘ﬂ SlOz A1203.‘Z':-3§é§£}§1 ﬁé{-_‘_"’ _J\E%E\‘f 4
fﬁwﬁzﬁﬁﬁﬁ‘;MWAﬁnﬁéﬂﬁﬂjmgw%aﬁma



TR L I AR S AN ARk L s
gy THEY RG> 3 G He BEAORFHES T G WORHE A
SiO4% AlOy > — #F R evi® 2 & 5 AZ] ~ X3] ~ YA] 2 Pentasil(ZSM-5)
% (Breck, 1974) - H# p 3t Wig g pMedt 5 1 T + 3¢ IV ik R A
(cage)¥® ki 3] (channel) ¥ 7 - 4-B]2.1(Terasaki et al., 2004) > d %t
;—;{ﬁ‘ﬂljiﬁg}i? IDRLEE 1| AR vi“,r};f;é_@g MRS = 57 WA DA AR K 3
% BN NBBILE o G A FEDL

1965# d ArgauerfrLandolts# 3 7 ZSM# % (Argauer and Landolt,
1972) » % WMobil = # i%>M1972& dg d - 43 A 1 &= F > > L&
Zeolite Socony Mobil » & fa g e 3 ZSM-5 ~ ZSM-8 ~ ZSM-35% > @
ZSM-5E Bk R i d - AR A0 c BL g gk s 3 2T
2 BSUAD 2813 & B it BBl et > blded S H AT
i€ * A 7 3% Wk (Degnan et al, 2000) - ZSM-53 & % 7 FI% i
He= ehit &% 5 810,24 AlOy 0 §2.2(Hollander et al., 2002) 5 ZSM-52
P

A2 R H e A B AR (B (SI/Al=n) g el Bk
ARERNF]Z U FFE BT E G R m%* L Btk
A (F kA 3 &) (Clausse et al., 1998): — 4@ = 20 8 7 7 # 47
e i ¥ % s4E(dealumination) X & (Oumi et al., 2002) - P = Mobil
D PRt A L ZSM-SF 4B T 3 50004 0 BLp AR TR
* 32 B f ch- fa(Degnan et al., 2000) - )4 Bronsted s 132 34 f2 §# 4 7 ¢
PR B PR B A A B S i g o A H A
T AR Y gL BRI 4e e T (NH, B (a3 2L 3 5 Wit
Bronstedfi& 1+ 2t 4 = (Woolery et al., 1997) - §]2.3 5 Bronstedfi& |+ 2
AT AR ST 4 BHYROUBF RIVELT T
s AP 2 pe B i3 R FOUBE BRI A E R T R TG &
R3IAF TR oassEh3F-1ha2HEZS T FT6 FIMHAEE
B+ (proton)fi= ¥ % Brenstedfi& 2 2k (Woolery et al., 1997; Costa et al,,
2000) o



B T g S &
. - et — | \"\5/‘
»J-—— \\ \
7] R
f ) 4 h—A | Y
{ o o 1y y \ /
O T 0N s .
‘\ //'——\ .—’f—- ¥ \;
o\ _» / \

NH;} H*
Q o 0 O 0 O

N/
Si
0/ \0

N
NH, + ;&
O

o

] 2.3 Bronsted p& {282 = 7+ & Bl(Woolery et al., 1997)
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A REFEHI FIVF R BRE Ao Koo SR ST A R
WAHENPA e A2 Fd B B30 13nm 23V Z o L 3 v
FUFFRIZ 27 3 12nm 2 B ¥ OGN FR S I AR AR F AR AR .
AFEHE A A BRI s FEIFETE L2 A F DT
AR R ELE 20 SR MRS EREY L
1B AL 3 EH ML Y(separation)Z. ‘h o R 77 TRBLIT L b Ky
PR AR o R R B AT RS S N2

I SHENPIFELFTEHETT R LI A 1992 & d
Mobil(Mobil Research and Development Corporation)zF F? — % 7] M41S
A chm e P 3L 4+ G (Beck et al., 1992) 0 H & < 4Fd L3RG 1o
- HEb VA o PG e ] ehdtF + o] 2~10nm & Ao gt Al s
+ am”ﬂ’ﬁ BUREARH - BEARBILMLE A |IVFERE TR

WL A LT F B air s EF VR R A (redox)sha 4~ 2 %ff
BEAY T KRR G E o @ MAIS jEd 7 R £
s R e EE e BAAEE REFROESS T uLHY

21 & B A3k 3 4 2 7 (hexagonal phase — p6m) s MCM-41> = =
3Lk $ fp £ 7 (cubic phase — [a3d)sn MCM-48> 17 2 fi 7 F& 2k sk 3
& 3 7| (lamellar phase)ehn MCM-50 > @ H ¥ &t * K7 7 & § chd_
MCM-41 41#L -

¢ 3tk MCMeAl ¥ig * 2 L5 = 2 500 9 her s A8g2 4
BOE MR AR & 25 0 TR EAR R 8 2R R 100~150°C 548 /)
PEILE s R B EORE S S R ﬁsn«}- ZF vt Rl g 22
Bl A6 18800 550°C =+ 2 R 2R HORE TR WIS
PRI ka2 it 4“%2‘%*

Bk BE R LY YRR A ETFTEET L
Fapgsy LE > FILEERS & 253 &meam‘é'wsi ZSM-5
EALEIHEE BEMCMAL FERY I 5 AL o

10



2.2.2 ¥ 3V ik & F B e S 484

>+ A FF 0 B R G SR s 3 HicPe (micelle) )
GG R M o B A AA T R e L 2 A T B e
P TR RS F 500 F AR AR R Rk
i g + o ho BEARB D AAURPFQE Y AR H e FET
Sk pR48 e (tails) § 22 B & i g4 s + R E - il:’ M
ERzsr =l LA E.E(heads)%s;%‘ MB“ TSk
=3 IT e [ Es s AR =2 v HE2 6P TURES g
R BT RF > - Mmoo %%K#U'Jév’ﬂﬂ—? IR IS i LY e
%&\%Wﬁﬁ%iﬁﬁ°%%ﬁﬁ?ﬁmﬁﬁﬁﬁmi’ﬁ%@
2.4 ek ks> & B Als 2 305 3] 5 k2 5k % (Brinker et al., 1999)
SRR w%ﬂva»:ﬁriﬁ#ﬁ%ﬁﬁ yipgEhE G T
Kfg~ A+ RE P RERS D3 P 24T 3 ;*5-*3—%);7?3“?’57“

B IURAF e

W\

&
\:r;
t‘(
W\
¥
N

distance above reservoir

-

':"":“” CMC2

~|
ideal

-
+,/ solution

lamellar
liquid crystal

Temperature ('C)
K

P&

hexagonal
! liguid Ll:j'stal
micellar Hj
phases
.—-—'-'-----

© 10 20 30 40 50 60 70 80 90 100
Surfactant concentration (weight percent)

] 2.4 CTAB % & % 28] & % 1t (Brinker et al., 1999)



223 VIR A Eenfeg 3 N
2.2.3.1 i3 %% 52 %% (sol-gel) H ##+i% 4p B 42

7 B FU Hoak(sol-gel process) i 5 e g AR R i chge B L
SRR R AR TR = A4 ok f#(hydrolysis) ~ R
(condensation) s 7 (gelation) o ¥ FUIFBHM TR R P Z A L4k F 1

% ﬂgﬁmeﬁhvﬁﬁkﬁwﬁpmw g e R T
i'-‘fir’—:l*ﬁ TRFA G kEET A2 M- RA L RERFE D

il ﬁr*iﬁéiﬁéﬁ‘x‘#‘ oK RS ﬁ’&ié"é‘g‘ﬂ@?}; B F

RE SRR St F RT G B8 RIR e TR
b 3 ;gﬁ d & & (polymerization)§? % * % & (cross-linking) it *

=73 P ‘“f?° - AR ipfu &i fe & ﬁ%*‘if”ﬂpﬁ& }\ﬁ%’—%i’é’i‘%%%#'lf? A
FOEY R R F BHECAF SRR EL R @

F B A M BR e S R B G kA pH B B R W SRPEA
LB TRBLE A HE o

X Bl BB E TR T P AR ek BT R o3k S
zwﬁﬁ\§n~pw~éﬁmﬁ%¢W% y S P AR
etk BT AE S 0 B 8 Ak (T LGRS 8 DI RS
PABPTU ARSI TR R RL TR A )
B* 11 xR < dkgho

=1

12



2.2.3.2 #53% (Template) & = HjiF

Hetr (Template) £ = 8T & KR P F AT P 3 B T 97374 o
—ﬁ@%%mxﬁﬁﬁﬁmﬁm,wﬁMXv»;«%ﬁ%ﬁﬁ
(hydrothermal liquid crystal template)£? ¥4 % it 545 (colloidal crystal
template)s fd o AR AR S o L & R R g B R Os F FEE TR K
Prd R AR AR A RIEET > B RA L KfERIT
o ATRIDER e 0 f A MR 2 N b B RE R AT H TR e
Jk R (critical micelle concentration, CMC)p¥ » B & /& {4&| & F ¢ 2_gi K
AK/,,\;L.,—%ﬁd CEIEA 23 % s 28 A - gk A AR A MR R
ok 2 picrE (mlcelle)‘sﬁ# it m g ke p A\ ;,B_:%H;q\ * ez AP .f:pkf# J
do oy 23 2 Rokiadpe ¢ JUiR A S i oom R R Y 2 B0 E
Fihe pd ot Ellesm st GiE- 22 8 NPERELS 0 BB B4R
o TS R %rt » @A RP Uk 2B R A o

4r % B Mobile 2> @ 2. Beck & 4 (1992)% Kresge % 4 (1992)1 =
Fitpamdi hoa SRS 0] T P NaZO EoRZATR E 2% 07%
ok EE EARE S R R 100~150°C 0 548 3 72 ) pEaL 2 B 5
S EARR O L pRE S ‘§%“ 550°C = o 3 f Yol TR e R
(template) » W # 4} MCM-41 2_ # 3k ’H?fr T34 p it MCM-41
ZWARARS LEBR A 2 o U L LA e 2 WK R
ok 5 H 4k gk o

34

R MR B BT A & £ 3 K B o (colloidal crystal)
Pos B o B BURECE ACE AR AT o I R sen 2 AL
ﬁﬁﬁ%ﬁ%ﬂﬂ’ﬁﬁﬁﬁﬁﬁ@iiﬁﬁ%’%ﬁﬁ%%ﬂﬁm
218 R Ed BIRAAR BB S f FIT kT E - ERpE S
kAR %‘rﬁﬂ“l BB R R MRS 53 H T R A
2.5(Velev et al., 2000)

B & S HEF Big 4 1 LM TR EF e g o
i%4_Silica ~ Titania ~ Zeolite ~ CdSe ~ CdS ~ PMMA -~ Polymers % - ;‘é‘g
d S EMRMEEE = AR FIV R TR AP vk

AN R 2 — o R /P;Jko%“ R B R Al LI M Z Z'Jht % L’H%ﬁ
13



AL enit iy < ) 0 R YR B AR T RSO R R v
PSL(polystyrene latex)ﬁ’i - RS AR R A S e FLH #
W TR RE AR E S EAI AT R 0
VR AER o

Colloidal crystal template Structured porous replica

g g, g, N . . i g~

Bl 2.5 404 & & sl & 53t 3 2 Bl(Velev et al., 2000)
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2233 FBwe g H Ep AW 4z (Aerosol Assisted Evaporation
Induced Self-Assembly, Aero-EISA)

/%‘ BRPHTE R B SRS W TR
o FIAYURRAEPE RN 2 F BFERFRG A S0 R
FH R v R FAEA > 2 ¢ Brinker ¥ £ (1999) ~ Lu ¥ £ (1999) »
Baccile % 4 (2003) ~ Bore & 4 (2003) ™ w ¢ A I ¥ f& % (tetraethyl
orthosilicate, TEOS) ~ /8. it + = 4% L = ¥ HL 4%(cetyltrimethylammonium
bromide, CTAB) ~ # fi& (hydrochloric acid) ~ ¢ f%(ethanol)% 2 &+ -k %
FFet B2 R B AR > AU 48 3 p % % (Evaporation Induced
Self-Assembly, EISA)A2 & 14 5 S ef & #r5ld=2 § M esp o &
(aerosol-assisted self-assembly, AASA)A2 7% > *2 6~8 )0 { ¥ = = ¢ 3t

ABH~E o £t FREES f W TE @4 MCM-41
,‘:Jﬁﬁfﬁ_#fl B RE R VR IRRACR & & 3L HEE ?fr > Aero-EISA %
S EBBABBITE 5% '%iﬁJﬁm@lﬁ Bt gt H R iRz 5 g
"P“'J,w,# LEZ PR > BT ARLE S F R 2 b%ijwa’%g
R Sk Sl | éf?

R R I BB TR A G h ’f‘ﬁ*?«g(? K-
self-assembly) > & 2% B =2 3 17 % 2 40 3 LB it A2 > 4o g
ﬁ\w@i@%’%?4£nunu;m%$’zﬁaﬁﬁam44
BT R B ARR G B Al p e A ﬁtfﬁgﬁ' | * A FF F o dod (B 5
A B R MR R EoR e R 2 R OE P B SR R AR
GRS SR AR -

EE Az A B B AR EWAIT IS R oo F LA AL S e
AR 244 R F R o B EAER 30k 2 Mot H g e k
B P (critical micelle concentration, CMC)F » 2 o /H & A3 % @ 4
BEVHEPGNGTAGCB 24 % kR M CMCL FF) > A - & B oo B
1A B AL CMC 5 > b o B d2 e 5 ¢ 2 5ok ddid @ %
oAz 3qpied s p e gk d Bk A G2 fioie g
4r@ 2.4 ¢ ER 43 CMCI 2 CMC2 2. fF 5 § )k B 42i8 CMC2 pF >

Pl a3 B ko B R SRS B EF A R 5 B

15
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AR B e p AFE AT RPN S AR S s 22 KR
AR 2 e AP R

Flet AASA 1% it BRI o Gd vf F R B SRR S 5
GF BB LPEFREFEN R BEAER G CMC 7 18
SR i F*/p PAGCL FRHE-€ 0 FiF A om 2RI Flt
TR N FiF A 2 R e BEERER R LA CMC; FEBR
"h% ME 2 R PHEFLFE OV EFFEMN N R A ERER LR
2o FAZE CMC o g o BEME TR BP BATT pNERE
£ AR B% W ié(liquid-crystalline domains) » ¥ d R jF & & v Fl<

A
=

v f p

T«r‘\‘

\1\ q?’:\—

N:{‘ (gﬂ

G\;-v\ ﬁr 7-1)7“ %%ﬁ‘l}’%m/r’r}gﬂ]J’ P‘_:. 'f#_-i,{ﬂ,pﬁ" "5"1\."?]
2.6(Br1nker et al. 1999) - £ % BT CFEEIVRBFELZT G F
M RGALS 7o St 7 F E'J B abi AR # R e v

L.F}@H"E?F/A/’i‘l?'@?%ffﬁ%%?ﬁ réﬁ;"]ﬁlm,rr}#fl,%ﬁa_‘
7 2pAaE B PV BRI e at S e R ] 3 10nm 2 ¢ 3V A o
H 2% = #4]4e B8] 2.7(Baccile et al., 2003)#7 7 o

d}'
o
~Z

B R R R PR v 0 Aero-EISA 42 5 € * 7 fe et
‘J‘Hi’?ﬂ 2R B T RT3 A Ol S o e

ER P\ ”“Mz‘%’*mfﬁffﬁ # ¢ Hung £ Bai (2008):
Aero-EISA %@ f2 > @%ﬁ" ;Lm,g]«fgjbtay)ﬁmz et ) o H o
@ene 3VF - F 15 MSPs o' B4 4L & 5 Bt £ o ff ~ & B endt L
oA R S A B P GU R B A $ [ R R ok 2 iR R
7 * ch ZSM-5 H 4L o fr pF Hung % 4 (2009) i&— #H A= 5 H 8 & 2
MSPs £ MCM-41~ZSM-5 %3 /& fip efs bgac 4 14 g 2 22 % 5 MSPs
& H A TR R RS 3 MCM-41 &2 ZSM-5 0 @ H @

MSPs #7142 er-v 32 % & (bulk density) { . MCM-41 e13~5 & » 4ot B
R EERBEE ] ORE VAR G 0 s EMSPs
|+ o P MSPs &2 MCM-41 +t 4= ZSM-5 £ 4 { 47 ¢hf 24 »c%k o d 1Y
P EET LS KT 0 " Aero-EISA #18] % e MSPs 0 % ¥ Bl g
PER 1L 2 2 B enip g b o 3t MCM-41 2 ZSM-5 { i > Flpt { £
FaAet et e o

.
1]
1
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Bl 2.6 # B AT & T o F A = k2 fie?e 54 Bl(Brinker et al., 1999)

Initial solution : Wet gel

- struchring agent Hybrid inorganic/ Mesopor ous

organic structured powder inorganic
powder

OCH,CH, -«
|

CH,CH,0—Si ~OCH,CH,
OCH,CH,

CH,
+
CH,(CH,), CH,-N—CH,  Br~

Bl 2.7 F i Bb ¢ 3Lk Rk M-id A2 R 5 = 8 4 Bl(Baccile et al., 2003)
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2.3 Wi % F % %4 VOCs 2 & Bigu
231 & Bifu2 Bl% * Xg it VOCs 2 i *

o & BEr 25352 VOCs chill 77 2w

55 1% 3 % s % E (sol-gel) ~ B /B % (autoclave) 70K £

(hydrothermal) 7 /=% (impregnation) ~ 33+ < 4% /% (ion-exchange) ~ %

Lk 7% (co-precipitation) ~ #4 4 f%;# (thermal decomposition) & = 3% » %

TR AE S L N LR EEDE RS LR EF P FE R R

SRR T H B L AHre 2225 Fens BIAEEE R
LY 2 & 73 A4 VOCs 4 B ?}E&E&ﬂ-’_ °

A R HEE L S HIRA D LD E A (2006))7 B3 R HEE A
(Cu) ~ 4£(Mn)& MCM-41 -~ B-zeolite ~ ZSM-5(S10,/A1,05=25, 38)%
porous silica % 7 ¢ A ® & Cu/Mn 4 FRE 5 7 3L F D
MCM-41 #£48 fe & B4 & £ 7% Cu-Mn¥1>t 7 % (toluene)shig it it »x
Fhi o P RERNTZER  BRYERE & Cu-Mn-MCM-41 >
Mn-MCM-41 > Cu-MCM-41 ; Guillemot % % (2007)%l # Pt/HFAU %
B d 3NaaPHag Bl o 4 A 250~350°C F > F HEw £ ¢
*f (tetrachloroethylene) 2 ® zk & gk (MEK) % & 3 1 e

hog iz & A H AR A TKim(2002) 7 5 wt.% Culy -AlLO; 4 % =
BERE AR EFGE B RFSR)DERI RS R &
Boic LdERE Y 323 A 5 5 Angel % 4 (2008).1 # it 47 (Ce(NOs)s) 7 i
v-ALO; Bl # CeO,/y-ALO; &£ B i » & XPS A 4518 srdf £ 5 Ce'
2 Ce*' § Cechz #H 5 pF > g ERS Ce’ i » 84 Lewis f2
Lo B R RIRELY CeV/CeTel b T ¥ e fEa g A ot rﬁg % 5
Kim % # (2008)iF * 4&(Mn)% 4F(Ce)¥ y-AlLO; 11 7 & @ o
Bk AR T %% 5 Mn(18.2wt.%)-Ce(10wt.%)/y-Al,Os m;?
EHRMMEHT F 3 A5 ks o BT s B E £
¥-5 % 5 Aguero # A (2010)F 7 43  H MnO,# 15 »xd lT’ %o
v Bt fig ks 7 ¥ ; Khaleel % 4 (2008).% & % /2% .%E?;,%iﬂ? E L
Fe-Ti-oxide i ¥ Fe,O; ~ Fe ~ TiO, “ #fs # R » 45 & & B4

Fe-Ti-oxide %>+ 4 “,/TT 2 F VP amtk BT o
18
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ok AgE & = it e D Kawi & 4 (1998) % % Cr-MCM-48 #
e FiEiFZF ¢ /Tsmqs g% 2350°Cvm>H#z=3c¢ ’ng i
FLHk ; Araujo E 4 (2003) 11 -k #72 & & Ce-MCM-41- % . Ce-MCM-41
# m &1 K (acid sites) § 243 i+ A& *=(n-heptane):hF it 4 f# ; Karthik
£ 4 (2009) 14 -k #E 4] 2 Cu-Al-MCM-41~Cu-MCM-41 % 33 2 3%
2 A Cu-ZSM-5 B d *4R(AP ) ehis el § 48 T (Cu™) e i 4
B dro Ft 2R Cu-AI-MCM-41 $*t - § it § (NO)
i e 4 R E & B T4E Cu-MCM-4] » ¥ ¢ Cu-AI-MCM-41 = 1t
Cu-ZSM-5 & 2R % ° B R NO 7 4 e o

Xia & 4 (2001)00 k&2 L8 & MCM=41 » £ 12 5 2% #4a(Pt)
22 MCM-41 & J& > #8 1802 2wt.% PYMCM-41 % 2wt.% Pt/ZSM-5 jiff 4% >
BEEF LT FRFES % VOCs 2 v » %I MCM-41 3
VR 2 fReim B> ZSM-5 7 7 8 0 § 3 £ R & & 300°C > VOCs
kB 4340~45000ppm » &4 % B i# & 15000h" BF » $1°% ¥ (benzene)
" % (toluene)~ ¢ * (ethylbenzene)~ £ 5 # % (cumene)+ £ 100%-1,3,5-
= 7 % (mesitylene) i1+ 3 “,f ¥ i 3 90%:2 F 5 Wang & % (2006)FF t
£ riok #oE #-4 (La) 2 4F (Ce) &2 MCM-41 % & % La-MCM-41 -
Ce-MCM-41 > 2Ris £ % 3 =% (1mpregnat10n)i3—éa POZE R Ao o B2
S5 % 15 ¢ PYLa-MCM-41 ~ Pt/Ce-MCM=41 2 +* % & #% 2% § #
La-MCM-41 ~ Ce-MCM-41 e & 2. —g T L2 = » e d 4713
= F* ' #ri# 3] = & © % (trichloroethylene, TCE)=%. it 2 “T 2% 5 Mu
A (2008) % 12 -k # ;% (hydrothermal) %] = % & 47 (Ce)/#” (Si) & B +* &
1 Ce-SBA-15 #£48> SR 18 £ * 7 /%2 (impregnation)#-45(Co) % & & ¥
% % Co/Ce-SBA-15 > # %% 3 Ce-SBA-15 cng v & 5 fF 2 #
LA G I E I AR(Cos0y) R P s i PR T G dR 2 A

S TET T §HF G U ko

A 3

ik TR B o IR A L Garcia & A (2006) R-4F £ B AR
((NH4)2CG(N03)6)-,"’5 Pk (urea) ™ & iz B & CeO, 2 2 s CoOx>MnO;
CuO ~ ZnO ~ Fe,O5 ~ TiO, ~ ALO; ~ CuZnO % # & 4L » CeO,
% (naphthalene)#% v #»c+ > H @ & ¥ i 4+ ; Gutirrez-Ortiz &
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£ (2007)12 £ il # CeO, 2 CenZr,0y0 %% Bm CeOy i ff i 5 P
i# B 30000h ~ 200~550°C if B & R} A jRALE - & pom e
(n-hexane) ~ ¥ ¥ (toluene)eF»c & v ZrO, 2 CenZr,0, i3 » o ¥t @
FenhfEsagot e mREH A TREAEEA S F O LB

2 MAEFR

i

v s %% (thermal decomposition) @ # £ 4§ 438~ » Wang %
A (2004)# 0.5M 8 e 4F (Ce(NOs); - 6H,0)2 35%:niE§ -k (H,0,)
3] eREAFR S 0 LU e endEE B (S IR 0 500°C
& ch CeO, 4p > CuO ~ Fe,05 ~ V,0s ~ Zr0, ~ TiO; ~ y-ALO; % £
Fhol i 42 RR st e oo ¥ & WHSV=3600mL/hg %
240°C & » ¥ 12 #-4000ppm ? ¥ % > A f% 5 Dai et al (2008)12 550°C
4915 ¢ CeOy3t 2 3¢ & 3000007 2 205°C ™ % 500ppm h= % ¢
*f (trichloroethylene, TCE) 5 90% 2 “,f g o
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%22 & BPHEE S S 2 VOCs 2% prh

Process Metal Catalysts VOCs Reference.
Ion-exchange Cu, Mn-MCM-41 toluene Lietal., 2006
Cu-Mn-MCM-41,
3 -zeolite, ZSM-5,
porous SiO,
Pt/HFAU tetrachloroethylene Guillemot et al., 2007

Impregnation

Pt, Pd/ e —A1203

Cu, Mn, Fe, V, Mo,
Co, Ni, Zn/ v -Al,0O;
CeO,/ v -AlLO;

Mn, Ce, Mn-Ce

/7 =ALO;

Ru, Pt; Pd; Rh/CeO,

benzene, n-butanol,
ethylacetate
benzene, toluene,

xylene
toluene

toluene

ethyl acetate

Papaefthimiou et al.,
1998
Kim, 2002

Angel et al., 2008
Kim et al., 2008

Mitsui et al., 2009

MnO,/Al, O3 ethanol, ethyl acetate, Aguero et al., 2010
toluene
Impregnation onto the Pt/ ¢ —~Al,O; toluene, methyl ethyl Pina et al., 1997
membrance ketone
Impregnation & Fe-TiO, chlorobenene Khaleel et al., 2008
sol-gel
Sol-gel MnO,-CeO, chlorobenzene Wang et al., 2009
Hydrothermal Cr/MCM-48 trichloroethylene Kawi et al., 1998
Ce-MCM-41 n-heptane Araujo et al., 2003

Pd/Beta, ZSM-5,
SBA-15, MCM-48,
MCM-41
Si-MCM-41,
Cu-MCM-41,
Cu-AI-MCM-41

benzene, toluene, ethyl

acetate

acetone and NO

He et al., 2009

Karthik et al., 2009

Hydrothermal &

PUMCM-41, ZSM-5

benzene, toluene,

Xia et al., 2001

impregnation ethylene, cumene,
mesitylene
Pt/La, Pt/Ce -MCM-41 trichloroethylene Wang et al., 2006
Co/Ce-SBA-15 benzene Mu et al., 2008
Coprecipitation CeO,, MnO,, CuO, naphhthalene Garcia et al., 2006

ZHO, FeZO3, TiOz,
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A1203 . CuZnO

Ce-Mn, Ce-Zr/ n-hexane Picasso et al., 2006

v -AlLO;

Ce0,, Ce,, Zr,0, n-hexane, toluene Gutirrez-Ortiz et al.,

2007

Thermal Pt/AL, O3 chloroacetonitrile Klinghoffer and Bossin
decomposition 1992

Ce0,, CuO, Fe,0;, toluene Wang et al., 2004

V,0s, ZrO,, TiO,,/

v -AlLO;

CeO, trichloroethylene Dai et al., 2008
Reverse Mn-ZrO, toluene Li et al., 2004
microemulsion
Urea combustion CuO-Ce0O, ethanol, ethyl acetate, Delimaris et al., 2009

toluene

Redox-precipitation

Mn-Ce oxides

o-xylene

Wu et al., 2010
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2.3.2 Aerosol EISA ®l # & g4

b et B A BIEEE S N A T E AR ¥ R e
w 7 A # ok #GE (hydrothermal) & = & 8 v & 6 ff ¢ MCM-41 2 4
SeH L F A RO EHLREUR Y IF £ RGeS g s
AR AR BRI B e R RIS A g B dot
» feZ P E i 0 VOCs 2 “T »z % (Xia et al., 2001 ; Araujo et al., 2003) -
LA e S £ ST IR W I B kb e S gF L
w By 4 2 K p A % 5 (Aerosol Assisted Evaporation Induced
Self-Assembly, Aero-EISA) 42 1T # kXA iEprqg €47 7 o o
Aero-EISA § AR FK P o @t 8 p Hila® i+ > 2 ;ﬁ d
Aero-EISA #7 & = en® 3Lk = % it 7 (Mesoporous Silica Particles,
MSPs) 2 + L {578 MCM-41 4p i » iz L8L5% 425 2 % fj & 4 p5 >
vk A @ fee 3 2t Aero-EISA £ = & B4k
LAl WP B S R "% g oA 05 Bore & 4 (2006)% £ 14§ B H
12k B R & B 45(Co) ~ 45(Al) ~ 4B (Fe)A & *:iﬂﬁﬁmg¢$@
B2 Metal-SiO, » A6 M-Rie~ Bz - A pH 2 F B3
Bl g BP0k 9 Au-NH,-8 8 £ B-Si0, fi4» £ &7 - § i“ 8
(CO)eng i F i » &% 7 8E % &Co)2 7 @l f25718 1) 2
Au-NH,-Co-SiO, [ 4% % d 4 o

$3° Aero-EISA 2.2 & B4 iish 3 > - Bt 75 b
PP F & s fe P f i ai i w0 SR (precursor) € ] 5 — R % 1
P R RN S R K TR S S 1 I I e | A e \%'x

BETHRE H ",% f8 > Bts 4 2@ 3Lk = ¥ 1 ik (Mesoporous
Silica Particles, MSPs)z_ & B4 > % - BB 5 o S A T
R AILH Fo B P &g sk R Aero-EISA £ & ¢ 3tk £ B
Yo L BAeF] 2.8 907 0§ £ HAR AR PF o SR Ao fd TR
?an$ﬁqaw@>M$xfW,Wwwnnxﬁﬁﬁgfmﬁ,w;

FEBTERMPEE > d W Rdeig G ERD T 2 RS
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> MSPs 2. 7 od 3 AASA 274 ¥ F B 583 %75+ § R
AL oA AN RS BB FIMLEH AT R A

TEEO6L 8F VIR IR AZ A 105°C E R R T R KB
R 2R PER o

‘_\_u\

&

it

s N
o

Precursor EISA Process

Metal clusters
agglomerated

Metal highly
dispersed

B 2.8 & ik R Aerosol EISA & = ¢ 3k & Bif 47 & B
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233 & B RME T A%

ERFLCLFEY 1 F ERALO) ~ P F (4 F &)~ PV IF R
Fy TINEN L O N F R R D AR A (R
FE)EPIFHRIFALES  BALE B R e T E o
B bk B AL B R hF e 1§ 1 4R(ALOS) B M AR T A S
Pina % % (1997)% 7 % . 0.19wt.% Pt/ v -ALL,O; 473K > ¥ #&- 1850
3 2900ppm ~ iEjn s B B 3500h 2. 7 e A (MEK)% >§ i ;
Papaefthimiou % 4 (1998) & 330°C ™© » 4 * Pt /vy -ALO; ¥ #i&/i 7
B i & 30000h" ~ & & 250ppm 2 ¢ f& ¢ fiy(ethylacetate) > § it 5 (2
ForzgF 2%2 kA RIERFHRA D 375°C -

B X011V 48 (ALOs) 5 P £ s (PO £ B2 BT G L 4

s z:@sz CAEL M2 ARRBMIHINEFLFTE CEET B
EARFF M EEE LML P ERF RALE Ve A S TR
FEGEEEE N IR 2B e P d S AgT B F ¢ F ok
FR oM AL M e BT G d SN sORE R R PE AT
A5 2 oK e i 17 E MR M e 4o Klinghoffer £2 Rossin (1992)%F 3.3t 47
PR F3 CERY O HE RIHIGRY CLZ g2 ke kA 2 F
L@ i o

® 3R BRSSO G - ER 3 Y 4E
LU H PO b R G ff o0 FlE T V}'Jfff@'&f‘ VOCs & &/ Y& %
PP A - Ay T FENEFHES 3 VOCs R 0 T R 4
it a4 2 & S o 4 Greene ¥ 4 (1996)¥2 Atwood % 4 (1998)*
EE 4B HZSM-5 2 HY #zehis £ > U2 5 § VOCs » A7 &
%857 7% VOCs ¥ 3 »xet = >4 f2 5 Guillemot * £ (2007)F] *
PYHFAU i 7 ¥ #-z & ¢ %5 (tetrachloroethylene)¥r ® A ¢ Z fit (MEK)

S B

& 6 1 B 4 A ehgt -k 1 (hydrophobicity) » 3 [ (activity) & ¢
F %4 (pore characteristics) ¥t f #fchig it »aF{a & & > 1TH)
d 3P SR 2 A R H B S > 4o M41S k7 ¢ g MCM-41

HA B B4 Bt 4G 4 (>1000m7/g)s 7 3 £ 2 34k © 4 (1.5~10 nm)
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-Gtk SRR KRBT R Ap i i 2 gk R e i
H ¥ i% 5 B (Zhao et al., 1998; Ghiaci et al., 2004) & f§ 4-(Xia et al.,
2001; Li et al., 2006) s * 2 S B £/ o @ ¢ 3k MCM-41 # 5 f§
&;’\_%gg% 7 'a;h:g'ét ﬁ)ﬁ%xﬁ?\‘. s PR gL 18 K'T? H b2 f%)ﬁng’ AT A F oo
ATl H P2 RS B e o AR R BT R o Aot T
SEFAPFIEA AR IR U AIEITEFR R AL oM Ht &
BAFE IR IETRB AT E - A 7;, v Fom L F I T AR S
AXi B VOCs &+ FHcipitF 2o R EB W Lo ffengFrigiLd
Fao oo FRBEXFFE o

Kawi % £ (1998)14 CrIMCM-48 i  fJ4:5 i = & © % » & {4
£ . ]832m/g IR AT o 0 M A X 24 nm 239 VS AT
350°C rHE=ZFC ﬁ% 'LE’J’?&’m—‘*yu/ﬂ’?ﬁﬁﬁ—r—‘#"%‘ﬁ‘\%?
0.25g = & 2% » # 5 % Bgo7 37 Greene * 4 (1996)F % 2. Cr/ZSM-5
fPd > 7 L g L%:QT@E—’_@}}&E 2. VOCs ; Xia & 4 (2001)+*
$i 2wt.% PYMCM-41 £ 2wt.% Pt/ZSM-5 fR4-3>tF 2 2 3 5 5 4 %
VOCs z_ 2 f FEFIMI MCM-41 5 #2455 2 iRk ZSM-5
AT HE R F: MCM-41 & 3 iRt B> MEF L34 2K
AW%¢¢J’ﬂﬂﬁéﬁﬁfﬁ%#ﬂ~ﬁfﬁ®ﬁ%’ﬂiﬁ%
#(Pt) & HIE mlf;% Li % 4(2006)7 % 4p o2 eF7 5 2 % > 1)
* Cu & Mn s 44 6 T v il MCM-41 ~ B-zeolite 2 ZSM-5 i
L R, A \:é%fwfuf—l’fa 3Lk 0 MCM-41 #4884 >t
A5 bt £ g A (coke)F 1t 0 F] gt Ap T B-zeolite 2 ZSM-5 £ %8 st
Bk Bk 5 AR o ¥ T Feng b o b o
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234 & RBAHELF LAY

BAME A ERE LR LB AR T
VOCSm—ifpgaﬁfg‘ﬁﬂ(%»mq\%ﬁ ﬁ%"f”"%?‘égrv%éﬂ&%m

it ghz_¢b s #3077 VOCs 3 “ﬁc‘ﬂﬁi PREFLEEEIXF LA A
»z(Jones and Ross 1997; Krishnamoorthy et al., 2000) » ]+ » 1/ i $24

QEff oG B FEAFLERPEE e FFE
S ”E”*m%ﬁpf*@’ﬂﬂipfiéa%ﬁsﬁ
£ & BT VOCs 3 18 chf (G hil 4 > 2 s fgeend i K
g,go

G 1 £ (VOCs) P Bl R & B eh § 544 55 B
(Acetone) > 5 ﬁf* SR RN R Y KA AR
fop L AP B S AR KBS F e B G v e
1% ERABENIBEFFT 0 223 23 M ERMEEL S B
2RI

i f €& B Rt A S As Gl ® 4 (2001) 2
Musialik-Piotrowska £2 Syczewska(2002) 12 44 (Pt) & & f§ & > %
GHSV=34000h" - 250°C {7 < 5 600ppmv 3 fit 7 5 5 90% » 11
++ GHSV=10000h" ~ 375°C = 2 "% 420ppmv P fk 25 5 90% ;4

*EEEBEAWDE BHEE 300°C TR IR LFRA
At 7000ppmv(Minico et al., 2001) ; ™4 2 §|* & & & F 4= (Pd) &£ 7 4
i F »< e GHSV=1000h" ~ 5 A & & 2100ppmv & » {8 220°C &
3] i 2z % 98%:ekE ¥ 2 % (Song et al., 2009) o

RESIEMERAGEO AT L AT E S
BABEFE LR :pxﬁﬁ¢%@ﬁm€**m’44€ e
&% i F o 4oz § 1 2 4 (My05)(Gandia et al., 2001) » & & | * 4§

U 4 g 454 8 v :»*L;a% T & H(Icks - 45) & B 18 4(Gil et al., 1998;
Paulis et al., 2000; Gandia et al., 2002) k i& {7 /5 fit <% i 525 F % o

CIERR GV VR PR Rl R b sl e ot A RS
4 Blasin-Aube £ Monceaux(2003) 4 7% ¥ 52 %% i 9 % 4§ (La) ~ 44(Sr)
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LaEMN)Z A E &R d TR E ERHPRE T i
GHSV=20000h" ~ #it ;8 & 180°C T i ¥| 500ppmv 3 fit Jk & 2. 99%
2 *£ & Spinicci ¥ 4 (2003) - #1473 %% 5% 2 B 4 (La) ~ &:(Mn) »
45(Co)2 LaMnO;~LaCoO; f & i 4 ek (¥ i = GHSV=14100h" -
7 fk/0,=1/100 3 ¥ i% #* > LaMnO; eh3 % rrdt LaCoO; #i if » %
Pk 50%ehd iR & (Tso) & ™) 5 203°C #2 222°C» & LaMnO; £
FREAT 230°C T BG AR R 2 4 ",/TT ; ¥ ¢t Hu ¥ % (2009)#-#1 e 4F ~
AL 4 22 4 3 Pk (glycine) 14 %t & ;2 (combustion method) ® #
CuCerOy B & B 4> #7 1 B > i Cu/(CutCe) £ iR & 10 L
P (Cuo.13Ceos70y) * 4F £ o = § 1t 47(Ce0,) t v 323 chir & > [r [ df
I (Cu)+ it § »c B CeO, &% ¥ 4p % £ (incoporate) » ¥ % 3% 17 % 12
B & 250°C ~ GHSV=15000h" = - £ 7|3 fir )k & 1000ppmv 7 100%
3 n//Tj ¥4 3L o
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223 ERAGRLAML PRl

catalysts concentration GHSV efficiency Reference
Pt/Al-pillared clays 600ppmv 34000 h'! 250°C(90%) Gil et al., 2001
Pt/y-AlLO; 420ppmv 10000h™ 375°C(90%) Musialik-Piotrowska
and Syczewska 2002
Au/Fe)O; 7000ppmv  7.6%10” mol/hg.,,  300°C(100%) Minico et al., 2001
Pd-Mn/SSWM* 2100ppmv 10000h™" 220°C(98%) Song et al., 2009
Mn,04 600ppmv 34000h 337°C(100%) Gandia et al., 2001
Al sCro - 200ppmv 16800h™" 200°C(99.9%) Gil et al., 1998
pillared clays
MnO,-Al, Zr 600ppmv Wwun/Fini=04gym - 337°C (100%) Gandia et al., 2002
pillared clays min mmol”
Mn/y-Al,O3, 600ppmyv Wain/Fin=1.82mn 247°C (100%) Paulis et al., 2000
min mmol”
Lag gSry,MnOs.y 500ppmv 20000h™" 150°C(75%) Blasin-Aube and
180°C(99%) Monceaux 2003
LaMnO;, LaCoO; acetone/O, 141000 230°C(100%) Spinicci et al., 2003
=1/100
Cuy.13Ce 870y 1000ppmv 15000h™" 250°C(100%) Hu et al., 2009

SSWM : stainless steel wire mesh
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2.4 4F(Ce) & B f§ 453 % VOCs 2 i *
24.14¥(Ce) & Bz #i5

d’/\‘%"@£$}§n’4} ~ 40 f"i;“'%l—.:gxl‘é]ﬁ.,'ﬂ‘%zﬁ"%i\}’;f@‘
KA d BUE T 0 T AL B F de A S s B i 4 )
ﬁi?ﬂ%ﬁﬁﬁ@ﬂﬁﬁ’ﬁ{ﬂéﬁﬁéﬁﬁﬁ%ﬁ’%Hﬁﬁ
o T FE AR B AR F s BFHERE

4 £ £ 57 543 & (Lanthanide) & d * & § 4f pus T 5 0
B FIM AT E RARR L B TR MR L1 ke g T
éﬁﬁ ERP R E BT KFE T i Cos Hhr3E 0 AL
T e)aﬁﬁ?,%_@_ R A e N S SR B B R
£ COVCMEF B, VIRRREF CBRRF R

F e

”ﬁ 4

\...-:n“-_

o
F_k
SH

=%

|

(Redox) » ¢ 5 B4t § 18 iX (transport oxygen) ~ # = ¥ & 3 % &
(oxygen storage capacity, OSC)™ % 3+ % i* £ R ¥ & &% { % %

(Garcia et al., 2005; Wang et al., 2005; Dai et al., 2008) -

$2247(Ce) & @ = o 12 Abi-aad % 4 (1993)8= § CeO, i % »
v gl e 4F (Cerium nitrate) &2 @ F it 40 (NaOH) ¥ &% /@ & {7 it 5§ Uk
(precipitation) F & s (pH=11)> - B 42 4 = Ce(OH); > iz ¥_Ce(OH),
BERTAIEZFY N FFREE IR I DCe(OH)y 7 L 3 s B B
FT ik FIRE < 5 B Ce(OH), 2 CeO, -] 384 4 £ Ce(OH); » #714 to
TR RES > v ud XPS 2 EPR #7243 > CeO, F e Ce 7+
?%1, L Ceo R ke CeTlr R Ce05 o0 T R & “"st?*,s
Oy % Ce™pid %> e F_4 1073K chg B 4s’E2 15> ) 7 #] Ce* % &
HF G AT

a0
(r@

Ce(OH); — CeO, + 2H,0 2.1)
2Ce(OH); + 1/20, — 2Ce0, + 3H,0 (2.2)
4Ce(OH); + 1/20, — 2Ce0, + Ce,05 + 6H,0 (2.3)
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2.4.2 4 (Ce) & B 4-#i- VOCs 277 1 2 fj

d 3t 4gF(Ce)g h~3 2% (A8 (Z F i 4F ~ Ceria ~» CeO,) 2 7
FCRRBHRTF HICFR A NI FDERTEE TG E N
PSR Rt e IR O R LB ECICIC Al TR S
BT AR E PR A B Y (FJEL2 530 % 2 ) (Abi-aad et
al., 1993) » = § (4 CeO, © ¥ 7 #2 TiO, £ fic o *+ 6 fR 4L F [y o=
%+ (Yuliati etal,, 2005) - P % Ceria $o 4 e £ % & 3055 3 p %31
ZE=S “,ﬁ“/ﬁi it $ (de-SOx) i1 d2 + (Trovarelli et al., 1999)> » 5 # 3
AR AR RJE RN Z § § 1t (wet air oxidation, WAO) > 4 Chen %

A (2004)% = Cely-ALO5 i& 7 = (phenol) % 14 o

Poav ¥t 4F £ B 2T it VOCs 242 7 = };?%J R P
Sl e A FBEE CeOy A E B F £ £ B (U PLANS 2 F ¢ 4
Bo(de Mn, Zt A2 47 & Bl & 45 45 & & B4 § WA (Ce) 2 Bl
B3 "ﬁ% L Fa5E A VOCs erfp B A7 3 = )EJ%PE?IE—’_&P% 2.4 575 o (3 H b
7 fE CeOyMie 2§ = o > &7 % (toluene)(Wang et al., 2004)z 2
(naphthalene)(Garcia et al., 2006) £ EL{t 35 v gt o CeO, #R i3t H 1
£ 3% It 40 Mny,O5, CuO ~ Fe,05 ~ TiO, ¥ 5 ¥ #b 5 B>t CeOy4f &
& B ",ﬁ% Peiu ATy b o do¥3t = § o (trichloroethylene) e ig
it b g Gutierrez-Ortiz % A (2006) 17 £ 72 & = Ce0, £2 Ceg 15210350,
PR o % R B honk B & B4 CeOy B
? % (toluene) 3 “,/TT ST P hoo A6 & B g % reky B PR
= 3~ H & B4 CeO,(Scire et al., 2003; Kim et al., 2008; Delimaris et
al., 2009) » Fip|H B F|¥ 4 L4 » ch& B E L g CeO,i8 (74850
MEM d A g H BG4l B R T AR R2ZF AL {
5 eh¥ # 6 % (oxygen mobility) » FU 47 & £ B E 7 { B hF

L4
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% 2.4 47(Ce) & B 43 "$ VOCs i~ };{J& e 93
VOCs
VOCs removal Catalysts process Reference
(concentration)
trichloroethylene 445°C (100%) Pt/Ce-MCM-41  hydrothermal & Wang et al., 2006
(1000ppmv) impregnation
trichloroethylene 550°C (100%) Ce-MCM-41 hydrothermal Wang et al., 2006
(1000ppmv)
trichloroethylene 490°C (90%) CeO, coprecipitation  Gutierrez-Ortiz et al.,
(1000ppmv) 2006
trichloroethylene 465°C (90%) Cey 571y 50, coprecipitation  Gutierrez-Ortiz et al.,
(1000ppmv) 2006
trichloroethylene 450°C (90%) Ce 1521 350, coprecipitation  Gutierrez-Ortiz et al.,
(1000ppmv) 2006
trichloroethylene 205°C (90%) CeO, thermal Dai et al, 2008
(1000ppmv) decomposition
toluene 600°C (50%) CeO2 coprecipitation Scire et al., 2003
(7000ppmv)
toluene 360°C (100%) Au/CeO2 coprecipitation Scire et al., 2003
(7000ppmv)
toluene 240°C (100%) CeO, thermal Wang et al., 2004
(4000ppmv) decomposition
toluene 192°C (50%) 20%LaCoO;/ impregnation Alifanti et al., 2007
(1000ppmv) Ce9Zry 10,
toluene 268°C (50%) 10%LaCo0Os/ impregnation Alifanti et al., 2007
(1000ppmv) Ce9Zr10.102
toluene 295°C (50%) Ce9Zry 10, impregnation Alifanti et al., 2007
(1000ppmv)
toluene 275°C (100%) 20wt.%CeOy/ Impregnation Angel et al., 2008
(1400ppmv) v —AlL,O3
toluene 320°C (100%) 15wt.%CeOy/ Impregnation Kim et al., 2008
(100ppmv) v —AlL O3
toluene 260°C (100%) 18.2wt.%Mn-10 Impregnation Kim et al., 2008
(100ppmv) wt.%Ce/ v -~ALLO;
toluene 270°C (100%) Cuy 15Ceo 350, urea combustion  Delimaris et al., 2009
(600ppmv)
toluene 430°C (100%) CeO, urea combustion  Delimaris et al., 2009
(600ppmv)
naphthalene 210°C (90%) CeO, Coprecipitation Garcia et al., 2006
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(100ppmv)

acetone 250°C (90%) Cuy.13Ce.370y glycine Hu et al., 2009
(1000ppmv) combustion
ethyl acetate 210°C (100%) Ru/Ce Impregnation Mitsui et al., 2009
(1000ppmv)

o-xylene 240°C (100%) Mn, sCe oxides redox- Wu et al., 2010
(700ppmv) precipitation
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¥=2F BFEyi
AFE 3 AR A4 B 3.1 > 2 5 P 444 Aerosol EISA - # & =
PAFEEE B BB £ R R R A

PR R EIE E R P i R e AT R

LS ol et

A 4

PV &R

=% % VOCs i i
* égkﬁgﬂ‘?éﬁ

A 4

3B R

A 4
T AK
A 4
P » 2 5% (Aerosol EISA) |« 2 5
- N I e B RO FIR T
E=vP itk & &ﬁgkﬂf
A 4
7 I fau £ ,6i%$§% 9 BRI
5 & B AL %3 izt
tek BiE T ER2EER
VOCs it % — 78 4-i¢ 17 VOCs
i R AP %‘f% < LR TS NN S
8- %

F 3.1 =5 A
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RS O EAAE LN TS SRS SR I 3 i -
# (Aerosol Assisted Evaporation Induced Self-Assembly, Aero-EISA)z.
Rz - H &2 B RS & BT R TR R R TR R 3D
PRy ot AFFT A &0 Aero-EISA — # & 2 ¢ 3Lk ¥ & Bz &
SR TEERRZFPL BV RO NEZEF AR ETRY
%E;”Lr?i% & B u-e (7 3 LIt 2 AT 0 e

b % - FEELeP B Y 11 Aero-EISA — # & ¢ 3V F B & FiF 4

A EF FRAPESTF £ £ BT F 2 47(Ce) ~ 4:(Mn) ~ 4+ (Cu) ~ 48
(Fe)~47(ADI 78 4 % %l & Ce-MSPs~Mn-MSPs ~ Cu-MSPs ~ Fe-MSPs ~
Al-MSPs 0 & G40 5 70 1A e £ 2 BT enB w L B > Bk 5 v
# (S & F(M)2 e 5 B B 5 SiM=25 - 8 B B i [ fir 14 o
Fz2 B &R uEER 180 L k- ﬁa%$%1%%&’uﬁ@&%
7k LI e de Si B & Ce 2 e BB 1L B F 4 Si/Ce=10, 25, 50,
100, 200 » & 2 M-MSPs(X)!Z % 7w & 8L B¢ M 2 24 X i
Si/M eh3 Bt g o

By PR F %k 0 0 Acro-EISA - # &= Wi £ Ce 5 4
#EeiE* Mn-Cu~Al H 5 £ 4 782) = Ce/Mn-MSPs~ Ce/Cu-MSPs ~
Ce/Al-MSPs chff & Bffde s 5 T3 F £ H2 BB u L 8 > 12
Ce/Metal-MSPs(X /X)) % 7 th B H ¥ X &7 5 Si&2 &2/ Ce 2
FA X,k s Si &4 %,(Metaly F AL 5 4 Metal 5 Mn -~ Cu
o X, 82 XQ%’KEL‘?%“ 25,505 % Metal 5 Al ¥ » X;= Si/Ce=10, 25, 50 -
Xo= Si/AI=10, 25, 50, 200 o = pF 358 {7 & G 482 POR B B AR e
LI P A B E AT £ AT MR B VOCs hk & BR o

B PP kY o 1 @3 Aero-EISA - H £ &
Aero-EISA 2 B\ 2 Z2Aa H 2@l i@2 P 3V k& B>
EAT AT TR 2 ARG R i e s o &
Xk ¥l # b %2 Aero-EISA — # @ % Al & /% 78 #-(A1-MSPs) >
4o3 B Si/ Al =25 2. A1-MSPs(25)ié » F RN 2222 F S -
#Ce & & A1-MSPs(25)& = % Ce—Al—MSPs(X 25)2. B & B EL
Aol SYALE B 5 252 7% % A ZSM-S A 2 W& ¢ ViR A
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Bt » 2 FOUBN R g R Ce 4B ZSM5 & 4 %
Ce-ZSM-5 2 J & Bl d i f ot 2 B & AL 7 5 b
LrxF AR VREEFFENGFENG -

317 3k £ g2 WA
3.1.1 Aerosol EISA #l # © 3“5k £ /4

*EF ATt 20 Aerosol EISA @42 & Sufie B 4@ 3.2 97 0 Lk A
A EfpEefEnag AL B(AEF A% Y E ~ultrasonic atomizer
1.8MHz) > # # 4k = J g (£ A& 5 100cm ~ P € 5 1.77cm)&2 & £ 58 3
ABER - BB ERTAIER S 150°C-F - B3 B RpivdlE R &
550°C) » 4 2 Feshands Mk B(F itk A2 E 2 JT)

WH Ptk & B g L2 %”ﬁ“d %P Hung ¥ Bai (2008)%
H = % P (SIO))MSPs e 7 g %0 iE B A AR GBS S HE 2R
% & (2% (CTAB) 2 # /E'I(TEOS)FT £33 B )5 0.18(surf./Si=0.18)
NE AR 2 (SI8TSS0) > £ fde 2 R fi 2 v g > i
r\i”ﬁ r—dh &2 P ik ﬁ%ﬁ%%oﬁl% Fef g LG el SRd R R
#-11.1 ml ene ¢ & L #2 '% (tetracthoxysilane, TEOS, CgH,00,4Si, - %
i EaEELRBR 98%)2 29.15 ml e fig(Ethanol, EtOH,
CHeO, § 4~ # 5> #BBBR 95%) > L% zi 72 ml 2. & 5 -k T4
EREIVBINE  BFHhHr>ARAREDEHEP B bopl phiy
(Cerium(III) nitrate hexahydrate, Ce(NO3);6H,O, SHOWA) ~ & fik 4&
(Manganese(Il) nitrate 4-hydrate, Mn(NOs),4H,O, SHOWA) ~ &' fi& 4%
(Copper(II) nitrate trihydrate, Cu(NOs),3H,0, SHOWA) ~ " it 48 (Iron(I1I)
nitrate enneahydrate, Fe(NOs),9H,0), SHOWA) ~ #' fi& 45 (Aluminum(I11)
nitrate 9-hydrate, AI(NO3);9H,0), SHOWA) » 11 e & % e 7}@ R
AR AR B 328 2 LAz T AL
(cetyltrimethylammonium bromide, CTAB, C;oH4,BrN, 5 ##8 5. » & 47
B R 99%)2 12 41 2. % i & (Hydrochloric Acid, HCI, § A % 5> &
Fo R 35%)4 D PR £ P 0 S4B 30 min PR T IR 0 2
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SRR R B P & F 353 % (clear solution) o f = ¥ Bt % TEOS :
CTAB : EtOH : Di-water : Hydrochloric Acid (HCI) : Metal=1 : 0.18 :
10:80:0.008:1/X> H ¢ X % Si/metal sn3 B L & o

R fER N2 F R SRR E ~BI3297 T2 F BN 0 FEA
MR FAGEBEEFRT i » S BICFE®RZ 2.0 LSTPmin™
FeEZF o RF A BF A FEES BN E R B IER(150°C
2 550°C) > £ d % i%i;'/@f‘fﬂi‘c%i & F T SRR B AR
I MR R TR OF RFR R NE SHE TR A
Bt L i8{7 550°C~ 6/ P2 B8 ﬁﬂ’%m FRE Y2 BB 5

Chamber 1 Chamber 2

. | '
Drying\ Zone(150°C) Heating\ Zone(550°C
[

RRAHARRRRRRRR IR RA AR AR ilter COlleCtOI

Exhaust

L
#- Carrier Gas

(=3
o
X

Pump

Aerosol EISA Method

Ultrasonic Atomizer

FI32 F R Es A nsmnfla 2 Bl a
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3l2@r A r e flife s A2 & BAH

% 7 27 Aero-EISA- % & =2 & %ﬁ%{zﬂ—xif—r rTz il TRLTY gy PE g s
AELTHEY T 7 e A £ B

1. Aero-EISA 2B\ 222 - # & 3 2 £ B4 ¢ (Ce-Al-MSPs)

412 Aero-EISA & 2 H &£ ° Uk 4E 4 B4 L 27 3 0488
550°C~6 -] PF @ 17 3| B ¥ 2 48 & B4 548 £ B 78 4~ A1-MSPs) ;
RisE R &2 £ A1 B8 L4 (Cerium(Ill) nitrate hexahydrate,
Ce(N03)36H20, SHOWA)) 1 j& ;% % &% (wet impregnation) » ¥ % it 2_
ILKAR A BT ELS & X L P TV B 4 78 4(Ce-Al-MSPs) -

2. 1 ZSM-5 i A8 SR B WA EE B L (Ce-ZSM-5)

AT EH IZSMS AT * T 5 E B Zeolyst & P oty o B

7 A #& 5 NH, -ZSM-5:7]85 5 CBV5524G » Si/Al mole ratio 5 25 >

oG ff R 425 mig o LB B4 B4 (Ce-ZSM-5) 2 w0 k-

ZSM-5 # F 38 (7 120°C 0 @ 12 o) pF > & NH, -ZSM-5 #* 7 & %

H'-ZSM-5 # s 1 #7282 & & ¥ B 35 (5 pe 4F (Cerium(I1D) nitrate

hexahydrate, Ce(NO;);6H,0, SHOWA))Z ;B 3\ 5 %% 82 % it 2. ZSM-5
i SN N+ R

bRy %;‘z\ﬂvﬁ WA 5 R R 4F Ce(NO5)6H,0 fie & =
0.05M(H i k& B ikt GIAEO) 2 kgt B irgpe 2 £ BER >
MRk R e E & Mv & 18 BL(AI-MSPs) & & 7. (ZSM-5)2_ +t
PIRE > BRETROALFARTIMRYT 30 #& g4 7R
W H & B4R & BT E(AI-MSPs) & _ZSM-5 A 7 1+ > RSB I E T
fi 1 120°C e 12 ) B B R 0 £ & BT E ~
B h P 12 550°C AR 6 /) PRS2 A A R
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32 ¢ 3k & BSHM L FE

7 fEr Aero-EISA — # & 2 M2 7 > 2 W # 2 & BiuH
3L *jrr} , j\gzr :![J_«lij»Q%ﬁg,&g_er 72 A 4o T

1wt % & ## 4 47 & (Specific Surface Area Analysis, BET)

A& 7 f1* Micromeritics ASAP 2020 % # p &5tk & 77K

BREFE F B AER ST3K T o 4oe# 24 fJ~E%“f—i F %

3 &4 5L 2x107Torre 1% #7{% #i¥p » 12 Brunauer-Emmett-Teller(BET)
SE RS MR A G FE LTI o AT EFARR AT

(1) 5 04858 7 105°C & 24 [ BErd b 2 sk vk A §5 % F2 5 o

(2) ¥ 03 g B Bdc2 % » BET o fife &4 > fl* 2 3
RALEEFAR > FLEEPFORAE & F WE ks A
FRNER IR I

G) fI*iRfes Fabfrzsga Mg FHREEPMPHEZI
4~6x10" mmHg » T & {711 4 6 /2 T3 S AR 0 § 7 &
R R »-196°C -

2. X k5 % S5 & 7 R (X-ray Powder Diffraction, XRD)

Frd X PSR RSS2 47007 3 & B IR E-2 3N B s i o X 5
R v BEH R I F T I ik A L AR 5
R > $oit2. X MR 32 T o $40H7Y w2 2FAGEZ AR
A FRFRF2ZIEREEEHZ AL SRR R EAL X 5
RGBT R o

AP R FESFFEREY X RS & (powder x-ray
diffraction, XRD, Rigaku D/MAX-B):& {7 » 47 » X &t 7 2| 2 7 ¢ 748
L Edr 2 R SEST(T 5 T 0F L3V RA R G AR Ry 0 XRD & B4
EAHTIE 2 4eT @ Adrie S dF¥e > Cu Ko(A=1.5405 A) 5 2z étik -
XRD % /& : 30KV~ XRD %% : 20mA ~ 45 ¢ & : 4%min ~ H# #
] 2~80° o

39



XRD BT % #-X % » b4 5 0 F & Herskgp (£ 4 4 Gt

F &tk & B % K_Bragg ¥t o N (A=2dsin00A 5 X Sk xE Ed A
foth PEE) P> A 2 2R F oo i = Bl 2 WESTAL > A SESTER R
RIS TR R STE N S A

XRD z_ #7120 ¥ 1 FE I“i#?’ %’r o TR A AR E

2 4t RS p’f#?ﬂ—\% Tmpr 5 XERS{S A2
SESTIL G o ks AP &Kmaaﬁ#k)" L abg E;Z’-K PISEET e d B 2 B R
4

FITEZNI RREDHRLAE T ETNRRLPF T AT &
3. #ﬁ?ﬁ 4% (Scanning Electron Microscopy, SEM)

ok ?' il « B4 % ¢ 2 Hitachi S-4700 % 217 & #-5 5¢
iy T+ B ASL(HR-SEM)BL 248 s e 6 A1 2 4U* &0 247F 2 47
% Energy Dispersive Spectrometer(EDS)i& {7 & 38 = ¥ erak & & 47 o

SEM ep 2 5 4% 4e BOFSF 84T F Gd B E - A2 98
ER AL Bz AR TRGSd 233 BRESE LS D
kB % w%%{q\— ol N E K2 TR sample 25 0 A
HHER T Xy FRhARE # T —*ﬁﬂLﬁx ntk st BT ARG 0 BEER
E,Tq\
& d Az

-

=HoA @
4‘ %ﬁ- ‘L‘

+ 230k 24 LT FIAME MELE I detector 4%t

WA RIS T A ey 2 o ¥ OBLE sample & & A i o

El
45
M-
%)E% 6“3*

4.7 % ;\ § 3 ¥ s (Transmission Electron Microscopy, TEM)

Bl 31 S0 ¢ SRR RS R R
7E T R AE e B 4T A 47 & (field emission gun
transmission micro-scope and energy dispersive X-ray spectrometer,
FEG-TEM&EDS, JEOL, JEM-2100, Japan)(HR-TEM)i& {7 | i & $7 > 4¢
# TR G 200KV e

REBHAILERT L S =204 0 £ H G RF I B f(vacuum
column)% %’ ¥ (camera chamber) - H R I 5 | *
RHAEFTREE > L 27

=N
BREEOCEIRILFIADEL) BEFLFTREFML 22585



FREEPAOT S R SR TS L AEd TREH K2 RER
% S AL S

B &8 & T % F ¥~ 47 & (Inductively Coupled Plasma-Mass
Spectrometry, ICP-MS)

flr FEFFEREY LR EMETRTHA R
(Inductively Coupled Plasma-Mass Spectrometry, ICP-MS, SCIEX
ELAN 5000) {7~ % 2. T & ~ 17> ZF Bl B * 20mg & & fa(2ml)~
BR(CmDZ 3 & B(Iml) R e ¥ ~ 3 & % (autoclave):& 7 170°C ~ 6
PR AR B USiE 10 B e AR EAT o A RE G
TR ERERAL DR ERE F ﬂ,jf:’ eENT %“‘ EE - RSP I
mAA - AP LBRE LRSI T TVE B E R R o R
FOFERSFL RIS THFRE S LTI A7 g p
ERMES AR pE s o

it B 547 3 + i 3% & (Electron Spectroscopy Chemical Analysis,
ESCA)

P17 EA 2 F K o2 PHI 1600 48 4 15T %t 3 %k ie 17 H
it m ~F At % X £k 4E(AIKa > K& e & 1486.6eV) »
Fods 152 By E A1 Cls(RE i 5 284.6eV)iE (7§ it e it -

ESCAH A& RIZ5 § B+ % 5| Xk 2 oot T3 s I &
AL KT KT F B (B)2 3 B 4e 2 e

E=hy -E,- ® (3.1)
LR RN AT AL
E: T80

h: %25 % # > 6.626 x 107" (m”-kg/s)
Yo X kAR
E,: T3 &&i
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@' RFRBEFALL G LE 2L Sk

JI* kT FER LA ERE FIIRA~EEF A ROTFRYE
it kT IBAEAEZ AR A G AT o ESCA AT * kH¥rit &
e 2 B BNALFRELY DA R RFBFAT GTFHSES
REFPRFZEF T OFH o LRF FRG B IR

7.9 i 1% 2 = 4k £ 3 ik (Nuclear Magnetic Resonance Spectroscopy,
NMR)

ER YR ﬁfF(Al)ﬂ*L fi A 47 52 TALNMR k3 e 7 4 450 YAl
IMAS-NMR % 3 d 72+ & & & ¢ & 2 BRUKER DSX-400WB 400
ﬁ&ﬁ@%ﬁ@@ﬁgﬁo

NMR Bl R F chs % o £ B4R 8 306 S g & T T 0 R E
BrERERE - ip s BT EATE R
* % e fORE At AL o 2R P A TR T W MG P p
Toe f i 0 FwIEGER T g Rl M 230 UNMR 35 - )
iR T LR TAF PG ARG E -

8. ALY MR i A 47 ik X 2 1B R A 47 &k (Temperature Program Desorption,
TPD & Temperature Program Reduction, TPR)

AREEYE 2 ’?ﬂ #2472 % F iR 5 Micromeritics AutoChem 112920 %] >
A8 A LR AR E RS 5 W AR R
;;ﬁ o AR Eg(Thermal Conductivity Detector, TCD):p| & # %8 % it >
RE IR B T L BRI T R
F b ~BRF B

& TPD (8T o 7 AT A A G R AR R kBB
o AT T R R TGRSR K ahg #ER R o TPD iR 4%
PR AR A PR e RE(CO, & NHy)R ) ko
B STE ke F R A B R Aee C BRE AR 0 A REARY
4 e et g LR TR A AR S i Bt g AR R
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B S g R § W TCD W g e T R
FRGLPL ~ hG A enp 3382 5 & o

*ﬁﬁiiﬁD&ﬁF@ﬁwyaw%gi@mgggakygwﬁr

255 E F (NHy) e £ % Bt TCD 2R a3 FEAR T 2
h%ma%%*ﬁ,éwﬁﬂaﬁm&#@iﬁ’%¥ﬁaﬁiﬂ’
LRI G B AR R IR R AGR FRRR ATE S F -
Beehi B 0 & F SRR B au A A IRAR IR % o

TPD al'gf IF‘H;,%ZL &gxp .‘k-&‘_ﬂ"f :

U)ﬁ%OIiﬁW%ﬁ>Uﬂ%i§ﬂaﬁuzmmmnﬁgg,g
28 i % 10°C /min T o #fF S8 F 8 L 3 350°C MdF 30 A 4 1S o
£ j%_350°C T % 3 50°C> 14 wf«i FEL P SRR K G ST R

(2) & > F s 8 15%% # (NHy)- %Gk)wiTG)%%j:u;’&
2R & 10°C/min T o B 50°C 2 3 500°C 0 T e P o
Flef Beng BRI o

#Ffi B R 217 R(TPR)V ATt B Al 29 %
2 10%H-Ar 5 F Bf M it BRaur e f R T > 0 TCD &
Bl Hy chif 428 o i m @4off8b2 o B Rt Aol R o TPR cha 45 £
F H5 a5 (H) & 5 AR R = K(H,0) 54 4 58 % (Cold Trap)
WeF ALY SFA Sk ko B H G RE ST £ JFd TCD
RIEZ §F TP HEL -

'WRﬁﬁﬁﬁiﬁﬁﬁﬁ%T:

(1) #2 0.1 ﬁuﬁvﬁgfjﬁf—%&/\ UAl® S F P 302 25ml/min 0§ § » &
28 % F 10°C /min F o #-fF 8 F R 2 3 350°C MdFE 30 A 4R 1S o
£ 350°C T 5 3 50°C 1% E FRHR FRE G TR o

(2) ™ 2 [ p(Isopropanol, TPA)¥? % fi ¥ 3 fie /4 58 B (Cold Trap): i~
A PG A g & B AR Rk

G>E*F@%WHM?%@&%%Mﬂ%?mD%%%z@’aﬂ
B iE F 10°C/min T o BfF 4L _50°C 2 3 700°C 0 i R OB 4
,%i&ﬂ‘“ﬂhgv?i#&$ﬂrﬂ$$é;$.ﬁuTCDﬁ@J+z
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FEAFERT R

3.3 & BFPELT 3 AR 2 Rl
3.3.1 £ B plia &gy

%% 550°C ~ 6 ] PF B RARES 2 & RS 5 SBAT RS
1 B g 4% (% B Specac)® 11 X 5 tons s/ 4 -H R LR ASHK 0 5
EF £ 2 16 mesh(lmm)z 30 mesh(O.Smm)év’?é‘ﬁ: R CA TR R N - e
* 5 %1333 (0.5~1mm)e ] FEk o HOp gt E 4 5 AR B R
B RS E AL RIFES LA

B pr IR e T o & BPERE RS O BT
150°C ~ 6 [ enif # > B ente vig L3 % 5§ ¢ ER AL 5]
LR L ICE S RaF AL U e 2 ki EEe R

3327 F WA

AFT 7 I F 40 & 17 R (Gas Chromatography, GC 7890A, Aglient) &
VOCs T & A 47en% & > 11 90°C & H A 47 g’fkﬂﬂ%ﬂiwmiﬁﬁ
USRS Y A ER B FEE I R 2 B sk
IooF AR AT RATR F i PR E X i5aF o P % (Flame ionization
detector, FID)> & =t 74 § B 3% B # B4k % 2L B~ 50ml 2. 3 fk § $8/1
»GCo A% 7 4o 4t mfé] 15 % (30 m(L)x 0.32 mm(LD.) x 0.25
¢ m(Film), HP-5, 19091J-413)¢ i3 § ¥ 7 o e d-de 838 17 4 4t
FID #-7 A § B8+ B @ DT S 0o s HR
RER TEFIAMRER

o

BB A& R E L 250°C 24 ) EET T 0 A 4T IR
FRAALHART FFHAEZ2 ERABILEE AR RS

o
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3.3.3 [ fik 1 Rz

PEFRELCPREFTHRLLAZAMENF WM F BEE A7 02
B3RA S o BEHRIRE K e @] 3.3 91F 0 BT F M2 U REETF
MG SFMRERF RE RGT FALLELRT PR ER
RDryen)2 ok § #1083 e ot B(HEPA filter) o ek
FRF ORI BELFEX KT REAMZRF AL AL T R AT
B P pRADE LF M e~ R nszmﬁj, ForRAd FRSES

FIBMFOM4] > b BT - IR enBREEZ 5+ d ¥ - B MFC i 7%
Bipdl o 5 - 2B BMFO) 415 % 7 %47 F 0 i
FAER CBRUEAMFHELZF A - A& Rt Y o S S R
o R o

F %5 Pyrex o33 4l 2 i 41 0 & 50em v p 45 0.8cm - :mg
ek s T 2 ,um;g;m: % 5t Pyrex 38 F 4uche B0 % 3 8%
FEAIF iR R R Rt B E R R AR % #&IF«LE:#”# |
150~350°C 2. & -

*»”f‘r JBG F AP K 47 R(GC-FID)» i * f 49 K47 R p - B~ 4o
F 4% gk VOCs i~ GC/FID 14 ¢ 5 k47 ¥ 44 dgis » 4 FID
-1 ’f*’%w& AR - TG E IR HT A G A
%ﬁf‘%%ﬁ% RWF I NP ER o BRI L SR 3.4 A1 o Bl
Zo AR P TTE E P e T L
(1) %3 02~0.6 5. £ B E 2382 Pyrex F g P> F g P IS

0.8 cm > & B4z + TAsEE 7‘3?»1%4{& (NN I ) M R - o

BRI & BT 230 F E N 2 200°0C # % 2P AR A

Bz FHA YT AT 2 F A AP E o
(2) #p A A E R F AP X3-10 2-15CEF]P ﬁw:%fﬂgé_%

il )‘FF“P ;z;a;\q_sr, L E B IR B B oo ;;%@ﬁﬁ
(High Efficiency Particle Air, HEPA) & = 5 32/ 7 § > R (e £ i5d 70
BV AEr FHREBZFIHRTTICEEPMER -

Q) FlEF BTZ2ZRE RPFHREEETLSHZ T 5 BTN
GC-FID R B2 MER ST RRAITEFLEFAEHAE
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—ig’%ﬁi‘i?%hﬁ_,ﬁ EAPIE ]:’r m'/};%}i
4) % & & (150~350°C) ~ % 5{« 8 5% £ (100ml/min) % o fk E R

(1000~4000ppmv) % 5 i+ F|:E 9 S5 2% T EPF > T F WAL
BURLFRAPMLBPHETF 307 b & oF PR
R E REE R T2 F 8 2 GC-FID R B2 FF B[

fprER A1 L RBOIMEEFE RS2 ER LR

S E AR R e
ERUEES

1L k= 'Tx 100% (3.2)

| @3 B4 2 5k ik B
O: 462 f ik
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MFC

- ] Mixing
G I ( Chamber

HEFA
Filter MFC . Acetone
Valve Impinger
Valve
_— Oven
{control temp.)
B Catalyst
A/
Outlet
., v . .
LI - (Jurtlet
—
GC-FID

B 3.3 AR 4T 1 84 Bl kA
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Fri RBEEHHB
4.1 % 34 ¥ H & B8 % Metal-MSPs

*FT 7 12 Aero-EISA — # & & ¢ 34k B & § 1§ 4 (Metal-MSPs) 2
R TP R RS DA R A £ e b -
F R (MSPs)2 g d 59 ¢ o i 4e4p(Ce) & o2 Ce-MSPs 2 7 ¢ &
B PRI FRE Ce LG LI ARMM G VR G
(Mn)Zz. Mn-MSPs gz é¢ 5 #ad > 7 4véf (Cu)z. Cu-MSPs ggd 5 & ¢ >
7 4edfi(Fe)2 Fe-MSPs 3¢ 3o k2 ¢ » @ j 4e4F(Al) 2 AL-MSPs ff ¢

LG § o
4.1.1Metal-MSPs 2_ 1 L FF 1+ 4 7

% 4-1 5 Aero-EISA — % & & 8 & Bff42 it £2 $ 38 45 57
5% o 11 ICP-MS it 723 A i 5% {5 0 Si/fCe X 21t 4 10~200 2
Ce-MSPs * #7ig] 18 Ce & oz 3 %inte 5 £ 5 9.76~0.51wt.% o

E BB I E R EA S AR E R ER
Pt 5B R AR SRS VOCs 5 FiF*7 Bl B o 2 4.1 74173
% Fe f8%F £ 414 Aero-EISA - # @ &% Ce-MSPs>Mn-MSPs»Cu-MSPs -
Fe-MSPs ~ AI-MSPs 2. BET imrat 2 G SRR Y Ry sl g Al

<A H o AT ok B ® R B 5 ¢ 3k (mesoporous) H B

(2nm<d<50nm) ; * A # »Ij“ ‘}p 'h‘ #|(CTAB)Z ¥ iR(TEOS)efa5 T

(CTAB/Si=0.18) » #t% % *¢ £ {6 Metal-MSPs =13b jT 35+ 30 R ik 4e
P

& e MSPs 0 ¥ 3 & ﬁ%ézﬁ—Ce -MSPs @ % » Adplr Ce £ /6 e &_
7 Ibm$f§¢,,,1 BT 0§ Ce ﬁ%m;;’]§4c§é Si/Ce 3 Bt ] 4
200(Ce £ 5 £ 0.51 Wt.%)H{ % T Si/Ce ¥ 1 5] 5 10(Ce £ 5 £
9.76 wt.%)p¥ » Bl H 3L jT 5 d 246 nm # 4 I 2.81 nm o

it dm Fant R e 0 Akin P4 & > H Metal-MSPs %
Bz A I AR £ 2 MSPs iR > ¥ d 2 MSPs 2 #&
RS MCMAL g o i g i sctb 2 2o R 1) 0
27 Ce £ 4 (Laha et al., 2002; Kadgaonkar et al., 2004)~Cu £ 4 (Li et al.,

2006) ~ Al £ % (Kadgaonkar et al. , 2004)7% 4 » MCM-41 fs2 v &
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i%f‘ﬁ%ﬁ’“‘.,“:ﬁ%}mﬁ‘z ;X Al Ce £ 82 b &£ BN 7 sy B et
3 Ce £ BB 45 IRV A5 HRIRE L R
ahwﬁf# Y2 f 0] 3 H ¢ Si/Ce ¥R L bk 3t E AT 25 pE o g pE
Ce Hiva £ 5 372wt% 2T 0 Ce & BffEket 4 5 ff & 951 m7g 12
PLEP GV B Ty BAE g R AR PR A5 e £ Si/Ce
BER LA L0 rEFECe £ E 5 9.76wt% > Ce & g et
oo ML 615m%/g > PL P I PR T b‘l}‘];é}%/fl\ﬁ@
o RAA RN EN o a TR RR 1 E H B (collapse) S o

b3 g BAEAa Aple SUM E B B3 25 %0 Mn £
7§45 Mn-MSPs(25) 3t 4 & /|- % 3.05nm # > B g 6 4 4
Metal-MSPs(25)7; L Rl 2.56~2.59 nm ;[ B Mn-MSPs(25) =1t
e AL v H e 2 BT P AR 2T, 5 F b Fe-MSPs(25)
Al-MSPs(25)2 1 %\ GAEAL T REE SRR BRI A T2
,ﬁ“q} °

% 4.1 ¥ £ Ei8 4 Metal-MSPs 2 4= |4 2 1t o 45

Si/Ce* Si Ce Si/Ce” Vp* Sper®  dpp®

Sample name
molar ratio  (wt.%)  (wt.%) molarratio (cm’/g) (m%g) (nm)
Ce-MSPs(200) 200 23.67 0.51 232 0.82 1061 2.46
Ce-MSPs(100) 100 26.39 1.19 111 0.81 1033 249
Ce-MSPs(50) 50 28.68 1.88 76 0.80 1003 2.54
Ce-MSPs(25) 25 25.32 3.72 34 0.73 951 2.56
Ce-MSPs(10) 10 22.96 9.76 12 0.49 615 2.81
Mn-MSPs(25) 25 0.59 547 3.05
Cu-MSPs(25) 25 0.77 871 2.58
Fe-MSPs(25) 25 0.74 1011 2.59
Al-MSPs(25) 25 0.74 1020  2.56
MSPs 0 0.90 1153 2.40

*Si/Ce molar ratio calculated based on the precursor concentration

®Actual Si/Ce molar ratio measured by ICP-MS
“Pore volume
4BET surface area

¢Pore diameter calculated by BJH theory
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4.1.2 Metal-MSPs 2_ 3 fig L1t 22 5 vb fi

AZAE G P HS A AR R sk 2 F SR 0E 2 dicdy K,/Tt T R R
ek F Beenik R A S ARk &R 1000 ppmy ~ 7 FiE R GHSV &
15000 h' (Gas Hourly Space Velocity, GHSV)¥? £ Jis pF i 30 A 4877
I ey o

9 %1% T4 (Ce)~4:(Mn) ~ 4 (Cu) ~ 4 (Fe)~ 4B(ADT #a & B4 48 -
T2 Aero-EISA @42~ ¥ & = W & Ce-MSPs(25) ~ Mn-MSPs(25) -
Cu-MSPs(25) ~ Fe-MSPs(25) ~ AI-MSPs(25)% ¥ & B4 2 ¢ 2 F
SR A R G L R heB4] A7 £ BEL02 0
# 1in £ 100 cm’/min ~ 1" & i A 150~350°C & {7 (3 Ak BL1- s
W d FREET A H R - A B T o P L s S e
LR RER LT ARK B G AP fr B sk F 5 90% SR A v T (T90
&) » Ce-MSPs(25) ~ Mn(MSPs(25) ~ Cu-MSPs(25) ~ Fe-MSPs(25):51 T90
& A % % 250°C ~ 300°C ~350°C ~ 350°C > # ¢ AI-MSPs(25)7 i &
350°C g B iE 2T » & B &5 65%iit 2t 5 x Ce & B4
AP T AERT WA MR g A o % Wang F 4
(2004)22 Garcia % ~ (2006)¥ >+ 7 ¥ (toluene) - % (naphthalene) g it
F 3¢ o B CeO, hifglit 22 % it Mn,O; » CuO ~ Fe,05 ~ ALO; i
Lok B Feng Rk o HRERFL CeO, &4 Ce/Ce™ fEF &
s > 7 3k 3 RE 5 % £ (oxygen storage capacity, OSC)£ § chig i
(transport oxygen) » ™4 & 3t it B¢ @ B8 L 7 03 (Garcia et al.,
2005; Wang et al., 2005; Dai et al., 2008) °

¥Ry [ﬁ%if% a1 Mn £ 618 443 VOCs(toluene, ethanol,
ethyl acetate) 3 #® i it »x 5 (Li et al., 2004; Aguero et al., 2010) » X
Mmoo AT T Mn £ B 4-(Mn-MSPs(25)) >t {5 fir enig it
s v 53t Ce £ B 8 8-(Ce-MSPs(25)) » 42p| 2 & F] 5 Mn-MSPs(25)
vt A G o R B B2 547m’/g 0 iE ] 3t Ce-MSPs(25) v % & A
951m?/g> #* PF MnO, ¥ it B & & MSPs chd & 1 2 3L h R i€ WL 4
WP Eg ] -

FERR B0 A G ATIRIEREE > B p o A G gt D
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AP ¥ ens wo R FFE § 20 E A (active site) 0 Aot #3F VOCs F
it e g ek §TEr e BT DL BRI ET 0 Ce £ BAH
(Ce-MSPs(25)) 1+t 4 & # % ** Mn~Cu & /& 8 4-(Mn, Cu-MSPs(25)) >

F]4t Ce-MSPs(QQ5) R e A v N4k B f hé BE AL 5
FRLFF R T2 Ce & B deniiit seF b R #30 Al £ 6
FPH(AI-MSPs(25))m 5 > i Hit £ G ff 5= > e 84 2t Al £
AP g R IRE S 3 0 2 ARG EEd S TR P o
FEEBFEFEE TRIEARD L L PRI > Fp v E 2

7ok B LI o

=
(X~

1001 _o Ce-MSPs(25)

=== Mn-MSPs(25)
—— Cu-MSPs(25)

o 801 =~ FeMsPs(25)
=~ —8— ALMSPs(25)
g
g 60 -
et
[¢B]
C
2 40
(5]
(&)
<
20 -
O T T T
100 150 200 250 300 350 400

Temperature (°C)

Bl 4.1 4¥(Ce) ~ 4:(Mn) ~ 4 (Cu) ~ 4(Fe) ~ 45(Al)2. Metal-MSPs(25)
H & BEstpm it scd 2 v e Bk A 1000ppmy
2 @i & GHSV=15000h" ~ ¥ BP5RF 30 4 48
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4.1.3 Ce-MSPs z_ #4142 47

d %t Ce & i 4 Ce-MSPs 47 #.3 Mn~CuFe Al % Metal-MSPs
FAA G Bk RS T AL AT Ce £ BER
1A Ce £ ik i FE -

BIH I & % o] & iF & ¥

B14.2 5 47(Ce) & Jfff 4 Ce-MSPs 3t 42+ |- & fii Blod ¥ &E-r )
% 5 Ce-MSPs(10)14 # » # 41 Ce-MSPs ¥ & JLfie 5 ¥o— it L4 ] »
PILE S HYE L o H BJH T 53E < ) B % Si/Ce & B v e b A
Mot o 2 F Ce £/ 7 ERM AP > L MAELEM; H P
Ce-MSPs(10)e3b f& % /] A fF # T 2 T F R %> ¥ & 30~40A ¢h
PR G T - BRME S PP G IRA R R RS R
Bor = § 1 47 (Ce0,) & JH3E ) T3 K (agglomeration) s3Ik % > &
BT R A AR A S - R R SR

Lol TR

8 .
—— Cc-MSPs(10)
------ O- [ XXX X ] Ce-MSPS(zs)
mmomypameme  Ce-MSPs(50)
6 - o a-=coamN\eamee Ce-MSPs(100)

— el e Cc-MSPs(200)

Pore volume, dV/dlogD (cm®/g)

10 20 30 50 80 100

Pore diameter (Angstrom)

B] 4.2 Ce-MSPs 3L & < -] & {7 BB
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X S 3R S0 A 4

B 43(a) 5 Ce & BfB4t XRD i & B (20=10°)2 A 45 F¥ o ¢ [
H¢ T ILETH i 4o # 9 Ce £ B4 Ce-MSPs» 3 ot & 4 23
~2.7 St ¥ ¥0h - POREAhMERT L E o SRR ﬁ%(Hung and Bai 2008;
Park et al., 2008)¥ 2| z_H 3\ jF £ 5 J’f#*}’ MCM-41 4p ii2 > &t 4 %
(100)= iz k¥ » o v 3tk SHE -

il

\V‘kﬂ

X SSRGSk A C St 9
)gﬁ o B X BFAR SRS 9 A ] @
B X BFARSEET R A 5 R A b 2 g F a2 B % 4 0237 Bore ¥ 4 (2005)
2 Aero-EISA #] # 2. AI-MSPs ~ Zr-MSPs £ 441 5 » 4 Ce eh
At E s B PE(Ce-MSPs(10)) 0 X b2 SE5 8 4F ensg & % A K B o )
ﬂ“‘?b‘}}‘v"%“f#?ﬁﬂ P B % & Park ¥ 4 (2008) A& %
Ce-MCM-41 p= > 2 Iiié;’ Ce i *c z £ H 4 1 Si/Ce=20 P¥ -
Ce-MCM-41 J & & 5 0 & & A5 A 4 04 & i (partial collapse)
R Eapin o BA)a2 4 8 Tl & ,1/,] Theig F e Ce £ R 1A 2 B
e erftE 2 0 Fl G F e«?]‘ﬁ g5 fire o B RGE T Fd
hd A EET 0 R T 2 BB HERL

g~ P
L &

c £ ¥4
2N I s B

'

n\\- *—-)‘

B 4.3(b) i Ce £ B 4-XRD ~ & & (10°=20=80°)2_ ~ 17 B3 -
d OB T A AR LS Y 23° chr ks BT S § 1L (SI0,)d
Yz 4 % (Hampsey et al., 2005) > % Ce & /i%mﬁ]‘ e B A S P B i
SATAE R G PR fRERT T8 RFG Ce ﬁ&? 7 B g s
#A5 CeO, 3 1“4 ¢ & XRD Bl3# 59 28.5°~33.3°+47.5°~56.4° 1> %
F $Esfk % 1 3 (Dai et al., 2008; Mu et al., 2008) > H ® x 11 28.5°
2z s%ﬁq‘zﬁ‘sié B &P s Tt ig 2 Bt 5 x Ce £ fF 4 Ce-MSPs
4 XRD B3 & 26T 0 40 % % % Reddy(2005)8 § CeO, o2t g
%] (amorphous)SiO, #7375 = 2_ Ce0,-Si0, 11 500°C 4&'&E2_ F % 4p 00 &g
7 CeOy gy Bl gt 250 o 2 F e L 3% § 4% A& 1 800°C R -
XRD hd s ¢ F L fm Q\E,B__g *7}# FrEd B 43(b)¢ » TP RS
Ce-MSPs(10)45 & i 4c £ 5 e 5 F#(9.76Wt.%) » CeO, e
Box 1 E HRRR G %{(agglomeration) IR % A5 2 o gt pF XRD B3 4
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Brag B d 4 B E 0 @ SiO) chiESGE A ¢ $h ]2 RAPE S A
% Ce-MSPs(100)0 Ce & i e £ 5 #> P (1.19wt.%) > XRD Bl3¥ 4%

B BB s A P AR o 22 d Y CeOp ekt T B 112 B
L _L'F':t o

Ce-MSPs(100)

Intensity (a.u)

Ce-MSPs(50)

Ce-MSPs(25)

ﬁ

Ce-MSPs(10)

6 8 10 12
2-Theta (degree)

o
N
I

B] 4.3(a) Ce-MSPs e X #4107 & & ¥e5t B %
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Intensity (a.u)

A: CeO,

B B : SiO,
WWWWWWMNMMWW Ce-MSPs(100)

B
Ce-MSPs(50)
A
WWMMWWWWMMWMWM Ce-MSPs(25)
A
A A
Ce-MSPs(10)
20 40 60 80 100

2-Theta (degree)

] 4.3(b) Ce-MSPs e X s 4% & B ¥eif B3
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TEM £ 47

= § i*# MSPs &2 Ce & % ff 4 Ce-MSPs 7 TEM Brfe & H4e ]
44 %75 o 5 TEM B2 32 ¢ FH745% 200m + -] » 5B 44
¢ > MSPs 93t ik T IP BRI G £ AR 5 F Ce £ B
Ve BB b 0 CeOy s g HaaT] 0 a & Ce-MSPs(lO)'—"ﬁ
Ce g’ﬁfi,,?lt%c » B 5 PF(9.76Wt.%) ¢ 2 S _TEM B * + £ 5 31
PlendtF 7] LR T A A % 11 CeO, 3f L » (encapsulating) zl\*ﬁuﬂJ
#”'J‘-"f?MSPs VR EHE A 0 HiE S 2 D CeOy it

oo &) £dt F SR 4 384 8 3 (partial collapse) IR % 0 b 5 % &2 4
41 cHBET 34 JF % =~y & o ff %) © 2 Bl 4.3(a)s7] & & XRD 4 47
FEApIT e &5 F o3 Ce-MSPs(25)2. Ce & fj}ufj‘ g 5 372wt %
@ %0 77 M TEM B % 1 P A 8] CeOy et 2 LA 7 chst
SRR PG A st AT CeO, T3k 23 ¥ if § endl » MSPs 3t

B3 PR IE 08 R ST A - M A - & 951m?/g o

" Ce-MSPs(50)
Ce=1.9%

Ce-MSPs(10)
Ce=9.8%

Ce-MSPs(25)
Ce=3.7%

B] 4.4 MSPs ¥2 Ce-MSPs 2. TEM ]
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ESCA &3 4 7

AT FI* ESCA A {rHfddm ~F 2 P EREREAREY 2
X %R 5 4r¥e (Al Ko) » #4515 Bcdp 2 C(1s) 4 A & & &t 4 (Binding
energy) 284.6eV it 4>t Ce £ M % 7 Ce’ e Ce*' - R U
&) ¢ Ce(3d)s ESCA k3t 5 3L Ce''ehw fa ek & it L% &
Ce* eh= fa 4 ek & 5 k% (Carja et al., 2007; Wu et al., 2010)» 2 # 'V
32 U & u] k& 3dsp 2 3d;y, 5% F %48 ek (spin-orbit)(Laachir et al.,
1991) ¢ B 4.5(a) Ce3d 7 ESCA & #%# 45 £ # B 7 5> #7 4 Ce-MSPs
2 Ce s BFPFT Ce¥'r Ce* = i il 5 &> A8 5 Ceens
B 3dsp At & i L% V(880.2eV) V' (885eV) & = B 3ds, i &
i k% Up(899.5¢V) ~ U'(903.5¢V) » 12 2 Ce' éh= i 3ds, & ek & &t
% V(882.1eV) ~ V(888.1eV) ~ V'(898eV) & = & 3dy, B d & it
A% U(900.9 eV) ~ U"(906.4 ¢V) ~ U"M(916.4eV)(Deshpande et al., 2005;
Korsvik et al., 2007) ; & ped Bl ® 21 o Ce4+?%i il e AR T A AL R
L Ce’ M AP B 0 & 1 91 e Ce-MSPs 12 CeO, 1 Ce’ 5 it i it 2
b F Ce bR BAIF 3 Ce*™ & Ce'eng e i & 5o %
WEL R A4 AP L5 EE 430 XRD ¢ > § Ce & ’%T
wR 5 CeOy X MMt kRN ARG A AP LT
ik Ap it o

Bl 4.5(b) = O(1s)s7ESCA % #8+4F 45 Bl H ¢ Ce-MSPs(25), (50),
(100)2. O(ls) & & s i & 7 5 NI B = 5323eV iz ¥ > b 3
Si-O-Si FHp @ 7 O #72) = ) @ Ce-MSPs(lO)“,érT IR G
# 531.5eV » & Si-O-Si g chO 2 > f5 ¥ - B L& L%
DI A 529.1eVo it & CeO, & $2 ¢ “ O(Laachir et al., 1991; Carja et al.
2007) 5 ¢ & %« P Ce-MSPs(10):7Ce {E/?ﬁw,"’]‘ e g B Flt g B
CeO, ik Fi L EME g Rk~ » P E -
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Intensity (a.u.)

Intensity (a.u.)

C64+ C94+
| w 1 { {
u" u" U Vi Vi \Y;
} ﬁCe“ ce*
| U U
| \ | v Vo
Ce-MSPs(10) / ‘\ | } } ‘
\ \
Ce-MSPs(25) ,.L‘ | UK | |
| | |
\ \
Ce-MSPs(50) |- IR | |
Ce-MSPs(100) A | | | |
J"‘ : ‘ Y 1 T“ %;‘
930 920 910 900 890 880 870
BE (eV)
B 4.5(a) Ce-MSPs 2. Ce(3d)ESCA -k @] 3%
(0]
|
|
\
|
| Ce-MSPs(100)
| g
} Ce-MSPs(50)
o - —
‘ o Ce-MSPs(25)
K ‘ p——"
~A Ce-MSPs(10)

536 534 532 530 528 526 524 522
BE (eV)
Bl 4.5(b) Ce-MSPs 2. O(1s)ESCA [
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4.1.4 Ce-MSPs 2_ 5 fip 1L 35
Ce-MSPs i f gk 2 B & & Bk R

d Pt 7 A E & B (Metal-MSPs)enf S % % ¥ v Ce £ ¥
Bl ok e ol W ARF L - B R FhCe £ ik
& Si/Ce 3Bt % 102550~ 100 ~ 200 F#(Ce & i #e k& &
9.76~0.51wt.%) > f4p IF e[ fr Jk & (1000~4000ppmv) 2 & J5if & 5
250°C T > EHAPE ER IR 2 B R AR 4.6 AT o FRRESH T
Ce-MSPs(25) i % ¢ Ce 4 7 £ 3.72 wt% » ™ 2 ¥t 1L 4 6 4
0SIm’/g cht B 1 iE % T s N Ffp ch 2o F 5 i o @
Ce-MSPs(10)82. 25 & § B chCe & 4 7 # 9.76 wt.% * & & XRD
#7 b CeOyr 1% & ESCA BI# ¢ 3 & 59 Ce*'(CeOy)
Ce’'(Cey03) » 12 BErF) 4 o] 0t £ & # 615m/g» B PFkp | & &
XRD W3 £ TEM P 7 coa 458 % - A 4latp 2 5| 4 0 5138 %
1 Ce f_ g‘:u,] 4“1,/% 4 % Lﬂg]#k J;—,t: vﬂi&mL,}# s ] ML 5 5
Ce £ BEMBANERMmF A FEFF R L H & Z NIk sﬁf#
Ary APERAT BEF s g o Tt B2 E D EF P R T o
¥ *h Ce-MSPs(200)82 £ § e < é7vt £ & ff 1061m™/g» Ce & Hip 4 £
ArR B K 0.51 wt.% » ST SR F B G BT RRI RS & LE
MergF £ et A RE PR B srF 2 G EREL o

d B 4.6 0F WG R BT 0 £ Bf§E Ce-MSPs ¥ i Ce £ Jij 4
DR VLR A oG AR ST R AR DL oS g P R o
AT o Ce RBIFIRRAT 0 5 FHFME RIS G
5o BFIIAASEF o T o LG s R Ce £RAT A
Wt auag L gaeo Ry gy JINER @R B Ay B4
Ce-MSPs(25) & Ce & fi:”%"’]: seih B G 372 W% E L & G A A aE
14 E 0 95Im*/g 2 FE T 5 HANE ARG B i en L sk 0§t
Ce~ Mn ~ Cu 43303 R0 5725 & enzb b & & Bif4tm 2 > 7 % d 4
A7 & NaX * % (Barman et al., 2005) ~ MCM-41(Li et al., 2006) 2"
-ALOs(Kim etal., 2008) » # “7s 4ein & ik & % 0 & & 10~20wt.%2
1B E B eniE T o A & {8 D) & & ¢h VOCs(benzene, toluene) fgLit »x % >
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@ ~F 5% 11 Aero-EISA #7— # & & e Ce-MSPs(25)# 4L » 2 Ce £/
Ftv )k B 5 372 wt.% o $T A fR el s grigot Ce £ %«”j‘ dv ik
B & 9.76 wt.%z. Ce-MSPs(10) # i & & VOCs it »2 % #7% 2. &
BRI - T 20 1020 wt% B R ApR Mt > B R R T A A
Ce-MSPs(25)% CeO, it 323 tha i t B § % A E 5| cHMSPs 48+ >
VIR PR AR R AR AR s

1100
100 -
- 1000
- 90 A
S v =)
S — - 900 <&
T 80 - E
>
g | g
GEJ - 800 I
~ 70 A P
e o
5 1 g &
D ju
8 60 - 700 S
< —@— 1000 ppmv wn
—— 2000 ppmv
50 A —f— 4000 ppmv - 600
40 T T T T T 500
0 2 4 6 8 10

Ce (wt.%0)

B 4.6 FBRER 250°C T »Ce-MSPs ¥ 2. Ce 4 7 & ~ - 4 0 fp 22
[ Ofk it sk 2 B R 5 GHSV=15000h" ~ ¥ P57 30 A 48
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GHSV 2§ %

d 2t Ce-MSPs(25) it f fr e e s Si/Ce T B 1L ¥ % & F >
W E A E R $ Ce-MSPs(25)* # I chGHSV £ Jiif 2 T 2 (7 3
A Bt s 2 F S H G % Ao B 4.7 97 o ik R R ] 3T 250°C BF
GHSV $F5t[3 fp it »a % 2. L85 5 P A » Te P Ce-MSPs(25)2
Ce £ Bff4tm = » & GHSV=5000h" eif i+ = » % 1000ppmv ;k & &
P24k 7 iR A S 250°C > fe & & GHSV=15000 h'' & » £
Teifl AR 4% % £1300°C 4 i - ik = 2604 0f o

100

[}
o
L

—@— 15000 h!

Acetone removal (%0)
D
o

40 1 =O=— 10000 h™!
—y— 5000 h’!
20 -
0 T T T T T
100 150 200 250 300 350 400

Temperature (°C)

Bl 4.7 Ce-MSPs(25) &7 9 GHSV £ Jiy i i © $43 5 fp it >k 2
P25 AR 1000ppmy ~ F EFERF 30 A 48
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£ 5

B 4.8 5 Ce-MSPs(25) £ i/ 4t ik )k & 4000 ppmv ~ GHSV =
5000 h™' 12 2 F g B 250°C T S AR L o 2 BB kR o
Wk BEER L 96 o) BFT 5 Ce-MSPs(25) & B 4312 X i fadF 93%enf
frielitscf o HB R e L @ % P 3Lk s N
7 0 4v He % 4 (2009)F= 7 4= (Pd) & B ff 44248 & SBA-15 1 2 Li %
X (2006)2 Karthik % 4 (2009)F 5 4% (Cu)/4&(Mn) £ & 8 422 4% (Cu)/

(A & § ﬁ%&+~47ﬁ%§ 5 MCM-41 #798 3| s % 4p 02 > $83P R FI R 3%
H PGV D F TR ARG PRI et R T AR TR PR
FE AT P A %\fﬁ*\(coke)mﬂ;;\ m [ g H 3t i (He et al., 2009)
REFREMEEE 2T AR T 90 B3F - Tk BT

m
& oo

(0]
o
1

Acetone removal (%)
B D
o o

20 A

0 U U U U
0 20 40 60 80 100

Time (hour)

B] 4.8 Ce-MSPs(25) 2.5 fit )k & 4000 ppmv ~ GHSV =5000h™" 12 2 £
M R 250°C T 2 P (TpE R A R LT v 2 AR
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4.2 ¢ 3 B & BT
4.2.1 Ce/Metal-MSPs 2_ [ fi 1L 22 5 vb fi

TES )}?%a‘% A B & B8 44> VOCs(toluene, aceton) i i
st H & G841 i (Lietal., 2006; Kim 2008; Karthik et al., 2009) »
F A7 iE* Ce~Mn~Cu~Al 2% > 2 Aero-EISA - # & =
Ce/Mn-MSPs ~ Ce/Cu-MSPs ~ Ce/Al-MSPs B & 4§ & ;ﬁ R4
Bz B2 e Rs-ed & Hiuai 2o

B 4.9(a) & B £ % 8 4~ Ce/metal-MSPs(25/25)(metal=Mn, Cu, Al)
B 8 &R Ce-MSPs(25) % Jp 8 B T S35 (3 fip 2 L 2k b g o
d B¢ 7o Ak BB 300°C v P pE o w fh & AT B O 2 1
ieon g gRAp E A5 4T 100% 5 @ & F R R 250°C B oo
Ce/Al-MSPs(25/25) 2. fi-fik fi it »x Fag € 3% Ce/Mn-MSPs(25/25) -
Ce/Cu-MSPs(25/25)¢7 Ce-MSPs(25); @ tufE 150~200°C # FIp+
Ce/Al-MSPs(25/25)47 F &8 % ** Ce-MSPs(25)%2 Ce/Mn-MSPs(25/25) ~
Ce/Cu-MSPs(25/25); d 12 F 5% ¥ 5o 52 28 # 4 5 18 4 Ce/Mn, Ce/Cu,
Ce/Al-MSPs 2 ¥ & F, f§ 4 Ce-MSPs(25) &% 8 ™ (>250°C)%>+ 5 fip 18
v ipizofe LH ¢ a1 Ce/Al-MSPs fF £ i &-4r 5 Al £ fhenis
BT 3N MU PR(<200°C) 2 It B = JE I LA Bl en i s g g
B AT AR EE RS R FRTSEE ] S PR R
WL o

B 49(0) 5 # £ & 1 4 Ce/Al-MSPs(25/25), (50/50) f i &
150~200°C PF 3t 3 fp it sc 2 v > H P 4 150°C pF o
Ce/Al-MSPs(25/25)%  Ce/Al-MSPs(50/50) %>+ 3 fik 2. L1t s 5 & &) &
68%%2 80.5% » P A 3 3t H 5 B & 8 4 Ce/Mn, Ce/Cu-MSPs(25/25),
(50/50)12 2 H & J& 8 4 Ce-MSPs(25)£ 6.5~12% 5 ¥ ¢t £ 200°C p# >
Ce/Al-MSPs(25/25) 2 Ce/Al-MSPs(50/50) 2. 7 ff 1t »c 5 A % &
74.7%22 84.3% > » P % B ** Ce/Mn, Ce/Cu-MSPs 12 2 Ce-MSPs(25)
7 20~50% > B Ce/AI-MSPs &3 Al £ e ™ » iR
150~200°C p& > #p >t Ce/Mn, Ce/Cu-MSPs 14 % Ce—MSPS(25)§9r’?? E
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fir chigi it s § B4 P B engk L o

Bop mﬁ» Mol g+ > Ce/Al-MSPs(25/25)% Ce-MSPs(25) s+t 4
B oA EA B A 785m’/g ¥ 951m’/g » ¥ P A~ 3% Ce/Mn-MSPs(25/25)
¢ 415m%/g ¥ Ce/Cu-MSPs(25/25)0 538m?/g » 2 7 i chR %15 Al R
81 Si 3 ' <P 4piT 0 F]P Al B8 MSPs * Si-O-Si 4% Si
PF o 3 35 € P AEAUE B) Metal-MSPs Rk e3t B o AT ER 2R
Mn ~ Cu %8 8 (>250°C)FF § $i i chf fp it & s fs - e £ 3%
Ce/Mn, Ce/Cu-MSPs(25/25)s1+t 4 & #k P BF i 138 = 34 B 4 cPp R
MEINEMETHEHRELCAM DT BERK, ¥ - 26 >
Ce/Al-MSPs(50/50) % Ce-MSPs(50)¢t £ & # & 4 & 5 971lm’/g &
1003m*/g>+ % ** Ce/Mn-MSPs(50/50):893m”/g &2 Ce/Cu—MSPs(SO/SO)
¢ 930m’/g > 4ept 4 P Ce/Metal-MSPs(50/50) & & RS A R
¥+ Ce/Metal-MSPs(25/25) i > » 57 L #3445 3t k& ’f#lﬁlf{(y’ bl
ot o e EF o R 4.9(b)F A 0 d 2t Ce/Metal-MSPs(50/50) e £ o
# % > Ce/Metal-MSPs(25/25)en: % » Trig > cha kAR ™ >
Ce/Metal-MSPs(50/50) %+ >t /3 fif tifg i s 3 fr 8 i F o
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100 A

(o]
o
1

I
o

—&— (Cec-MSPs(25)

=O=(Ce/Mn-MSPs(25/25)
= (Cec/Cu-MSPs(25/25)
== (Ce/Al-MSPs(25/25)

Acetone removal (%)
[e2]
o

20

100 150 200 250 300 350 400

Temperature (°C)

B 4.9(a) B £ &84 Ce/metal-MSPs(25/25)(metal=Mn, Cu, Al)2? & &
B8 % Ce-MSPs(25) te 7 e B & T 30 3 b 2 i s gt i
7 Ak ik & 1000ppmy ~ GHSV=15000h" - »~ P& 30 4 48
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100

B 50 °C —

80 1 200 °C
9\-0/ %
T g |
o
€
L
€ 40 _
g
<

20 1 a

0 II .Ia Ll II II Ll

%Q’ %(2’ SQ’ %6 %\6 5@
R \\1\‘5? \ R R @s? \\\‘\s?
O%\VN\ OQ,\C}\\ O%\P OQ’\VN\ C}Q\O\) OQ,\P\

Sample

B 4.9(b) & £ &8 45 Ce/Al-MSPs(25/25), (50/50) % 4 8. 150~200°C P
AR AR 2 (b st i s B iRk & 1000ppmv ~ % iR R
GHSV=15000h" ~ * R 30 » 45
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4.2.2 CelAl-MSPs # & B 42 HLE L 47

¥ AP, B, Ga’+, Fe¥' % = i ERppIBEPIVE-F VY 2B
RFSIT)EFERRE 5o LSS LR A EE - B FF (proton)
S o et A A A B Y Y RILF Rehi (o A i’
R B 2R R = G £ B LB M~ § 2 B4
TiY', V¥, Sn", Zi" % e £ Bg S b r B o 0 aE g
(electroneutrality) e {4 » #-i8 & 3 3§ * 2t 3 it ek i (Tuel 1999) ©

ICP-MS 2 BET 4 #7

242 EERMARAE ERAGL PR FR TR o
B¢ R £ Rt A d ICP-MS ik BB Ce/Al-MSPs(50/50),
(25/25), (10/10)2- % 1 Ce £ o5 B 5 2.7~12.5wt% » Al £ 5 £ %
0.7~2.7wt.% ; * § Ce £/ Al £ fheng £3 4P » BET & R {F
Metal-MSPs &3t % & ff» %2 ™ % > H ¢ Ce/Al-MSPs(10/10):1 £
;‘7"]:4\:%_&"5 U %3] M e 228m/g s ¥ hd I ent
<t ¥ v b aait i 3a G ¢ 3tk (mesoporous) BT (2nm<d<50nm) > #
¢ 55 ColARMSPs(10/10)573¥ (2.4 o & 4.56nm 2 # > B i ik

Fe2 3L JE 380 3 3nm e
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VNI PERA TR

Si/Ce® Si/AI*  Si Ce Al Si/Ce®  SYAIP  Vp©  Sper®  dpi®
Sample name molar molar (wt%) (wt%) (wt%) molar molar (cm3/ 2) (mz/ g) (nm)
ratio ratio ratio ratio
Ce-MSPs(10) 10 0 23.0 9.8 0 11.8 0 0.49 615 2.81
Ce-MSPs(25) 25 0 25.3 3.7 0 34.0 0 0.73 951 2.56
Ce-MSPs(50) 50 0 28.7 1.9 0 76.4 0 0.80 1003 2.54
Al-MSPs(10) 0 10 0.57 787 2.70
Al-MSPs(50) 0 50 0.83 1053 2.54
Al-MSPs(200) 0 200 0.88 1098  2.53
Ce/Al-MSPs(10/10) 10 10 25.4 12.5 2.7 10.2 8.9 0.33 228 4.56
Ce/Al-MSPs(10/50) 10 50 0.24 309 2.89
Ce/Al-MSPs(10/200) 10 200 0.34 414 291
Ce/Al-MSPs(25/10) 25 10 0.47 578 2.64
Ce/Al-MSPs(25/25) 25 25 32.1 59 1.1 27.1 29.1 0.62 785 2.66
Ce/Al-MSPs(25/50) 25 50 0.59 793 2.65
Ce/Al-MSPs(25/200) 25 200 0.44 853 2.44
Ce/Al-MSPs(50/10) 50 10 0.49 677 2.63
Ce/Al-MSPs(50/25) 50 25 33.1 2.7 1.2 60.4 27.0 0.71 917 2.53
Ce/Al-MSPs(50/50) 50 50 33.8 2.7 0.7 61.9 45.1 0.75 971 2.49
Ce/Al-MSPs(50/200) 50 200 25.8 2.8 0.1 46.2 205.7 0.76 979 2.52
Ce/Mn-MSPs(25/25) Y 25siMn) 0.49 415 391
Ce/Cu-MSPs(25/25) 25 25siicu)y 0.52 538 3.42
Ce/Mn-MSPs(50/50) 50 50simn 309 2.7 13w 57.8  472sm  0.73 893 2.64
Ce/Cu-MSPs(50/50) 50 S0icwy - 29.1 3.5 1.0y 42.1 6745 0.73 930 2.60
MSPs 0 0 0.90 1153 2.40

#Si/Ce and Si/Al molar ratio calculated based on the precursor concentration

®Actual Si/Ce and Si/Al molar ratio measured by ICP-MS
°Pore volume
9BET surface area

Pore diameter calculated by BJH theory
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F R s A

B 410(@)5 27 T8 A 2 ¢ 3ViF £ BREHET §F =g &
B BBl P OEE RSy fhins R LG By g2 2 T
3¢ 0 4o AI-MSPs(50)(y+650) % 77 B B3 5t £ £ S 4o b 650 {8 ] e
R o 40 B &R B A R sy R R TUPAC #7 2 4& F
RS W2 A T AR type [V A2 BIR 0 A g A
FUIVRP TS FA A 0 oA ety dhtype IV Al B RS R AP
Ce/Al-MSPs(10/10)£2 Ce/Al-MSPs(lO/SO)EE’ Hipsqprt prAgge £ > gt
BN Hd 3Lk J—f?pﬁ: b1y ‘] A ﬁy\; o

#4.10(b) 5 Ce & Bif #c &= 5 2 Ce-MSPs(10)~Ce/Al-MSPs(10/10) ~
Ce/Al-MSPs(10/50) % F v %% % 8 & 41 [§] -Ce-MSPs(10):1 Ce &
FreBdo b o dvie [ Adic BoL 0 F Ce-MSPs(10)£ 7 e Al £ 5
=i Ce/Al FFE B4 - 3 FHAETF ety B2 § b
1 Al & i b pF(Ce/Al-MSPs(10/50)) » FO R R H £ 18
- Ce-MSPs(10)8 > 2_ b » H e s 5§ 5 W 28358 p &2 Ce-MSPs(lO)
AR A3V FE AN A L Ay e Al &R G S G
Ce/Al-MSPs(10/10)p% » 7 (&8 %544 £ 5> > 4 B 4.10(b)¢ ¥ v >
“»”R"ﬁi WSS HH R e AR oA d RS K e pE R

g AILE P BRisseidm ’ﬁ SR SN A R ORI
R F - ot Y F TR % (hysteresis loop) @ 7% T & E AR B SR ViR AR T 7 Kgf

F SR AR P B S 0 R IR R andt i P G R e
FAGERRET ORIREF L FZEARE Y R P R s S oL
BT 2w+ Fgans F 25 % f % (recondensation)# & o d
B¢ ¥ 4> Ce/Al-MSPs(10/10) 3% 7 I % 5. 7 &g n%? ¥ e A
2 #Bi%a‘@ 4 E(p/po)r P AR A T E AR S03 =1 WP 0 3V
J”I‘]&“’k’ it e R B AE 0 U E CelAl- MSPS(IO/]O)W’JEL/{J‘ <
2R G ’ht\m:» ; ¥ ¢ Ce/AI-MSPs(10/50) e3¢ fF #84% 5 0] > 24 %
% 274 42 2 Ce/Al-MSPs(10/50):3¢ i # 4% 0.24cm’/g 5 B i %
AR 3 0 TRt 2 A 7 Ce/Al-MSPs(10/10)22  Ce/Al-MSPs(10/50) e+
Ik SHEAREOT R B R ERE L o
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1200

Al-MSPs(50)(y+650)

—O—~O—ROCHRKLD
& Al-MSPs(25)(y+600)

1000 - ,

‘0‘6) Ce-MSPs(50)(y+450)

800 - f

Ce-MSPs(50/50)(y+350)

o
|_
wn
g f);o,o_o_o-o—o—o—
e
L IS Ce/Al-MSPs(50/25)(y+250)
O
5] _O‘O_O,O—Q—O—O—O—O—CO(M
Q600 - O,/
o o® Ce-MSPs(25)(y+150)
é ® oA A R S KA A AR
> o’. ‘F’.(,.F( },fr Ce/Al-MSPs(25/25)(y+120)
£ .
§ 400 - s i Ce-MSPs(10)(y+100)
(@4 ‘} o =00
A Ce/Al-MSPs(10/50)(y+100)
200 - “ e e L T W R
Ce/Al-MSPs(10/10)(y-20)
O T T T T T T

0.0 0.2 0.4 0.6 0.8 1.0

Relative pressure (p/p,)

B 4.10(a) Ce-MSPs, AI-MSPs ¥ Ce/Al-MSPs 2. %8 ¥ # == '
¥ BRI (R R BB R S )
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300 1

] 4 ,uj-u]:l:l:'jﬂ
250 e

Ce-MSPs(10)

S O

Dﬂ'

200 1

150 1

100 f

50

Ce/AI-MSPs(10/50)

Quantity adsorbed (cm®/g STP)

0.0 0.2 0.4 0.6 0.8 1.0

Relative pressure (p/p,)

B 4.10(b) Ce-MSPs(10), Ce/Al-MSPs(10/50)£ Ce/Al-MSPs(10/10)2. %

BE o SR SURI (R R e B T T e R
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BIH 3L /& < A& i A 45

B 4.11(a), (b), (c)A & % Ce/Al-MSPs(50/X,), (25/X,), (10/X,)eh
BJH 3t & 4 Ao % @o¢wFCe$%m¢ﬁ€w@ﬁ’ﬂﬁﬁd§%
2. Ce/Al-MSPs B & J§ ff 4ie3 J #8848 & ] 3% Ce-MSPs ¥ & B 4% >
S S AT B - %Al$%?%ﬂ@§%’ﬂﬂﬁw
Ha)  BHTHI g2 hl g ko ;mgcelﬁfgjmq‘%c
o P 4.11(a) 0 3 3R HAE 4 2 Ce & B4 B S Pk &(F)
4n@4m’ﬂ%%#ﬁﬁ4@é%ﬂ'F“ﬂﬂ4ﬂ©»vmﬁﬁ
o #F Si/Ce & B 5 10 P » % % Ce-MSPs ¥ £ /¢ §_Ce/Al-MSPs
R PRy J»mz# mmémlw%%ﬂ#P’“é
Al ﬁli»,‘;‘?]:%c:&‘_ﬁg SO o LT A A AR A 30A g H
CdMWB%UWMkJ%&Qﬁﬁi%ﬂéu%:4Mxﬁ%@fﬂﬂﬁ%
Boa TR LM ZRR I FES L T BT CeO,
SRR G PR e B (agglomeration)sndk % o 2 E ] 5 CeO, 3 A3 B
WA 2w B AR AR T - A BT o

8
> Ce-MSPs(50)
o Ce/Al-MSPs(50/10)
£ 61 Ce/AL-MSPs(50/25)
5’ Ce/Al-MSPs(50/50)
=2 Ce/Al-MSPs(50/200)
S
=X
@
£
>
E
o 2
-
(@]
(a1

0 T T

10 20 30 50 80 100

Pore diameter (Angstrom)

Bl 4.11(a) Ce/Al-MSPs(50/X,) 2. BIH 34 /& ¢ < 4 i7 ]
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Pore volume, dV/dlogD (cm®/g)

Pore volume, dV/dlogD (cm®/g)

7 45
6 ] —e— Ce-MSPs(25)
| -+« Ce/Al-MSPs(25/10)
| —v- Ce/Al-MSPs(25/25)
5 —-= Ce/A-MSPs(25/50)
3 —a = Ce/Al-MSPs(25/200)
4
3 4 v
| o '}’
2 ' d %
11
0 1 .
10 20 30 50 80 100

Pore diameter (Angstrom)

Bl 4.11(b) Ce/AI-MSPs(25/X,)2. BJH 34 & © < & i Bl

3
—8— (Ce-MSPs(10)
eeOee (Ce/Al-MSPs(10/10)
—w= Ce/A-MSPs(10/50)
== Ce/Al-MSPs(10/200)
2
1 -
Qe® o o
0 T '
10 20 30 50 80 100

Pore diameter (Angstrom)

Bl 4.11(c) Ce/AI-MSPs(10/X,)2. BIH 3 /& ¢ 4 {5 [
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X S 3R S0 A 4

B 4.12(a), (b) = & B4 X sta st | & R (20=10°)8 ~ & ;;;
(10°=20=80°)2 ~ 17 B3¥ - & B 4.12(a)7 ¥ & MIE 7 i e
H & g4 Ce-MSPs & £ £ 8 45 Ce/AI-MSPs » *t e+ & 23~2.7°
R 39 - PR MRS LR > 2 TR 5 (100) 7 2 R BT IUF
BB F Ce £ BRI X MU G0 SR
WAk Tk > @ e Si/Ce R b5 25, 50 2 48 Ce & ik
BT o si4e Al £ 7 BT X SPENES R R 2L Ak BB

= o

Bl 4.12(b) % < & B (10°=20=80°)X St dest2 A 15 Bl# o 4]
WP OMEstA g B K 23°ahi= B Y SiO, ak g (Hampsey et
al., 2005) » @ 28.5%~33.3°~ 47.5° ~ 56.4° =% + F SEHHAE DA 5
CeO, B # (Dai et al., 2008; Mu et al., 2008) ; % Ce m/} ,4 S
Al &g sod § 5 95 > CeO, I 3 f 2 P ;1%;1 ;4B 4.12(b) ¢ o
Ce-MSPs(10)7 CeO, 3= ~f & = 2 H 3f 3 + K (agglomeration) =
Mg H e A 42 12 B 41E)SHBIHG 4 G2 7 A § & B
nEHIPFO LG HEREFLA ] OFRERS Mk RUT 45
S AT ,ﬁ% g7 o
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Ce-MSPs(10)

Ce-MSPs(25)

Ce-MSPs(50)

Intensity (a.u)

Ce/Al-MSPs(25/25)

o
N T Ty

Ce/Al-MSPs(50/25)

0 2 zll els Els 1I0 12
2-Theta (degree)
Bl 4.12(a) Ce-MSPs 22 Ce/AI-MSPs /|- & B X & 5884 & 47 B 3

75



| | Ce-MSPs(10)

| Ce-MSPs(25)

Intensity (a.u)

Ce-MSPs(50)

Ce/Al-MSPs(25/25)

Ce/Al-MSPs(50/25)

0 20 40 60 50
2-Theta (degree)

Bl 4.12(b) Ce-MSPs £* Ce/Al-MSPs + & B X 540 $5¢ 4 15 Bl 3#
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TEM 4 45

Bl 4.13 5 MSPs 2 £ £ i/ 4 Ce/Al-MSPs ¢ TEM ficke 5 4 PR
1o ATF RIS G R Mok 0 BB TEM BT 2 % RT3
20nm- = ®/ 4.13 7 > § ﬁ%fﬁié‘?f%}iiﬁﬁﬁ » MSPs 34+ 4 B %
i ERR] g <4 AP A PSR & MSPs i & )30 5] g B
WA B f 5 g B E B AR N R AR $E 5] 5 MSPs
W BB S R B R R AR & R it SR 2
R 4 2 3 (partial collapse) IR % » pb 5% % 7 4 42 ¢ Ce/Al-MSPs § £
BffE-srBET 3V F %+ ~ v & 5 R 2 BRI s g o

20 nm
Co—

8l 4.13MSPs & Ce/Al-MSPs 2. TEM R]
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4.2.3 CelAI-MSPs 2_ {3 i LIt 225 1 i

Bl 4.14 5 Ce/Al-MSPs B & 4= & Ce & Hik & (Si/Ce X
B 410, 25, 5027w 8 Al & 0k & (S/AL X 2L 410, 50, 200, 0)
iR 4254 Ce/Al-MSPs B 4 84 > B 150~250°C 5+ 3 fip Lt »2
2L e hi® R A 250°C pF o %F’“Téc;};a«’ | #2 BET * 4 &
OO R R TS L A % i R R 0 150°C B & i ek
B2 BET 1t 4 6 ff e o BI P B2 87 ik chie it o2k o

& 150°C M8 % > #4304 Ce & Fhik B 0 Ce/AI-MSPs B4
fAEm 2 0 % Al 27 £8P Pt & G fRH 4 2 2P en
B OR 0 A H30pE Al £ Bk & 0 Ce/AL-MSPs # £ B 1§ 4
T 0% Ce &g 2R F Mot Lo FEF DN ISR
’W‘a“ ; ¥ b & BET 't 4 6 # £ % 1000m°/g 57 Ce-MSPs(25), (50)¢2
Ce/Al-MSPs(50/50), (50/200) = & 4 fzga 7 45-¢ » Ce/Al-MSPs(50/50) & 4
Bfie 458 h Al 2R & 150°C SaE 4 @ fbciiel it s
< Bo® 5 @ Ce/Al-MSPs(50/10)82 2R3 2 5 { % 0 Al é»i’?fq,,l.\ i
.4 »% BET ¥ % & #f $2 12 #(677m’/g) » #7114 e 150°C 4§ chfg it
e =02 Ce/Al-MSPs(50/50) » ot ¥ v > 44+ Ce/Al-MSPs # 4
fen 5 o Al £ B se kRS & ~CeO, £ F M ¥appche 4 &
BET +* 4 & ffén* ) EF] 2 ¥ MB R A e BT 2 8F
ﬁ;f 20 R R Al 8 i R aiE AT fk.ggw )4 A eh
IR RS LG IR Ceing FE RIF R CeOr £ T
PR R o Pl B GE R T @] AR DR i R o
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1200
100 - | - 1000
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e\z 80 A - 800
<
3
£ 60 [ 600
|-
e
S
o 40 A - 400
(&)
<
20 - - 200
0 - d 7] L0
Q\Q\Q\Q\Q\Q\Q\QQ\Q\Q\Q\
@“ @6 o Q%Q’ fﬁ’N’ ° Q%Qca\’@\% \‘9 e
o ?@ S v@ Q\ \@% o \S\%

Sample

B 4.14 F BiE AR 150~250°C T » Ce-MSPs £ Ce/Al-MSPs 2
s E -V EReaFEPR BT MG AMER

1000ppmv ~ 2 B ig & GHSV=15000h" ~ £ P& 30 4~ 48
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B 4.15 5 Ce-MSPs, AI-MSPs ¥ £ i f§ 4422 Ce/Al-MSPs # £
ﬁ%Ha— Bif B 150~350°C T 30 fR B g 2 e F R SRR T
b 48 150~200°C P > Ce/Al-MSPs B & Jf ff 43430 3 i it s
P &2 % »* Ce-MSPs, AI-MSPs ¥ £ Eif 4+ % > Ce/Al-MSPs(50/50) ’i+_
G 150°C T 2 fOfik L 2k S T it 80% ;5 @ B B 4 T 250°C PF
B & f8 4 Ce/AI-MSPs 22 ¥ £ /i 4 Ce-MSPs 413 5 fip chfgL i »2 5 4p
oA T - BH 2 BIMEAIMSPs A 2o @ 3% 38 A 7 350°C >
4@ PR P B S o d T dv s $30 Ce/Al-MSPs B £
By fop it F e %0 Ce & e i il chF if T
LG EMGE g Al ABP EEF BERFERE R LS
4ot 4 Ce 4;&;;_)’—3 Al $f§_7'm+ oS i ’}"‘J”V‘ﬁ ﬁﬁ.m],él_lL E"'VF ]uv L 3%
J& (synergetic effect) o

Karthik % 4 (2009)#7 5 45 &1 Cu-AI-MCM-41 # £ B4 ¥ £
B8 4 Cu-MCM-41 $22 NOy eh3 17 225 i it e ] L5 5 Al 3
Cu” f 72t Cu-AI-MCM-41 eh&E# » & # 4 # Cu-Al-MCM-41
B & BifuaE e o m Kadgaonkar % 4 (2004)2 Kalita & 4 (2007):E
* Ce/AI-MCM-41 # i figfs & J(acylation) s ff 4 » & & ) Ce &2 Al
£ E 7 15 & s i(synergetic effect)im Fl &3t § Ce, Al £ i IF FF i3
E.“MCM41m“LT§:P’FLCeMCM41 Al-MCM-41 £ 3 { 5
Bt % #rpi(Lewisacid)¥ # 9 #74F A& (Bronsted acid) °
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100 A
80 1
S
= 60 A
>
o
E
L 40 -
(B}
c
=t
820 1 Ce-MSPs(25)
< —<O=: Ce-MSPs(50)
—¥— AI-MSPs(25)
0 =7= Al-MSPs(50)
—<— Cc/AlI-MSPs(25/25)
—O— Ce/Al-MSPs(50/50)
'20 T T T T T

150 200 250 300 350 400

Temperature (°C)

Bl 4.15 F B B 150~350°C 7 » Ce-MSPs, Al-MSPs £ Ce/Al-MSPs
2 fFR B a2 gl d 5 2 B B GHSV=15000h" ~ 5 fp ik B
1000ppmv ~ * BFEFRF 30 4 4

81



4.2.4 Ce/Al-MSPs #Lit 3 fir 2_ & <R %

% 7 B f# Ce-MSPs H £ i/ 422 Ce/Al-MSPs B & /&8 £33 i
PR Rt o EE H £ R PR S B 2
Ce-MSPs(25) 1§ 4522 # & § i 4= Ce/Al-MSPs(50/50) i = 150°C %
250°C ~ 3 ik ik A& 1000ppmy ~ GHSV=15000h" 2 24 | p¥ it 4 % #
% o §4.16 (a) 5 150°C 2. 5+t o » Ce/AL-MSPs(50/50) %5+ 3 b 2
it Ak B 40 PFd 95% T 53 47% 0 RisE D24 - &
WL 40~4T% ; @ H & ffH 4L Ce-MSPs(25) & i R st it o2k 2t
£ F - BASPFeniE it s 5 25% (5iE 6 -] pF {8 Ce-MSPs(25)
T r& 3 EHEB4.16(0) 5 B E 250°C T 2. 24 ] pF £ AR B bt ko
H9 CelAl- MSPs(SO/SO)L“ Ce-MSPs(25):ha % i & ; Ce-MSPs(25)
24 | BF 3 P WA K E 5 89-91%> @\ Ce/AIMSPS(50/50) t i B 4 B
iRt X 5 95% 0 h P PE R RPEFRFE N o LN AT pietE i T
91~92% » ¥ = féﬁgﬁq— LB R B L AR DR e BN
7 7 % 2_Ce-MSPs(25)& Ce/Al-MSPs(50/50)f§ 4> % & 8 250°C = %
B e AR Lx*mﬁﬁﬁnin“—if“ 4 o
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4.3 Ce/Al-MSPs ;8 i 1§ 4

AN ERT MORE 5 2Lt VOCs 1 & Bz ATy o - B0k
i mélh F’“ m;ﬁc{ ﬁr'Wuif A (1998)£ Xia & 4 (2001) 2 § £ £ fh4a(Pt)
/,7\ E Tﬁ = o % ¥ & R & 47 (styrene divinylbenzene copolymer,
SDB)£ MCM 41 R ETA, A 2 ¢%ﬁ§£+ %R 150°C & 5 »x2 ‘0
¥ (toluene) ; Blasin-Aube % % (2003) 1 ;34 "% 5% %% (sol-gel) & #
Lag 1gS19oMnOs.y & 8 45> & 150°C it 2 ”,% 500ppmv 7 Bk 3 75% »
180°C 7t 2 "/T‘ 99% -

AFF L7 - H#E Ce/AI-MSPs & B4t R T HE B
FOARRE R RS 2 R B K IRd AR 60 i Ce-MSPs,
AI-MSPs ¥ Ce/Al-MSPs ’.; 150°C 2 250°C 2[5 fif 8.1 § 5% » 117 f3
B e Beif & B ey S0 M £ L pR s B 4
&% 4ol 4.17(a), (b) o H 7 Al-MSPs ¥ £ g4 2% af B 150°C 2
250°C T > 3N E - Bdozo L LKA B bR B > KA g
FRF o Rty REFLEEE M PRGFAHF S 2R
417(a) 8 150°C B » pt &7 Al 2 - BdeMB F RPEF > e
GERIEY el R R sl CRRRRVS ¢ Ry el S - U O Rt g
Fls P SE%ERAHSE S 250°C 0 4o@) 4.17(b) > Al £ F &4
B G s e R AR B2 T R Y bk R R PF 0 AI-MSPs
chebgRpEd & d v d AR PR N T A, 2 (Lin et al,
2005) AL 4 & 4 L P 7 3T ALMSPs & gL et Bk e 2

ERGEUCTER B S E i R

¥ - 3G > Ce-MSPs ¥ & Bff4d 524 4ok Al & f g
B m B2 xr Ce & Benfiils .L,p:ri,? a0 F A MGE 150°C
Pro VAl L 0 R E AR E 250°CT o d R Ce b
F B TR m fBLiL % 7 Ce/Al-MSPs 5%,45 R 19 AR

‘m‘L

¥ 02 F ALMSPs # % 5 @ 413 Ce/Al-MSPs f & /gjfrg& La o d
*ﬁgNﬁ%*&W%ﬁﬁ&¢%mW%$ﬂ'ﬂ PR R
iR 250°C PF o BEE DU Ce £ i $7 fk § B i s 2 ¢ o

f R 150°C B 120 B b el B SR E K RPERF @ 4 0 L
Lt AL R E RIS Al & B ia T
Se P BE % > B & B f§ 4L Ce-MSPs 2# AI-MSPs o
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20 1 o. —cemmem=:  Ce/Al-MSPs(50/50)
8’s YTy
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B 4.17(a) F i@ B 150°C % & Jups ¥ 60 4 45T »Ce-MSPs, AI-MSPs

#2 Ce/Al-MSPs 2_ 7 fif L1t 52 % b dis & AR J& & 1000ppmv
GHSV=15000h"

100 1
S 80 1 \\ ————  (CcMSPs(25)
('_G -\\ oooooo Qoecccece CC-MSPS(SO)
2 \\ ———=w——-  AI-MSPs(25)
g 607 X —mgem=es ALMSPs(50)
et ¥7.-\ — —8— —  (Ce/Al-MSPs(25/25)
o \\‘ —-—0=+—-  Ce/Al-MSPs(50/50)
c N
8 40 A ' b £
3 w.. At
< V"w., v—*"‘“"v—-v-—v
20 A ﬁ'\V—-V
\"v\.,v_..—v--..v
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B 4.17(b) F &8 A& 250°C 3 & F&B*F’& 60 4 4T »Ce-MSPs, Al-MSPs

22 Ce/AI-MSPs 2. 3 fik 2 *£ > 3¢ - 55 ik 9k & 1000ppmy
GHSV=15000h"
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Ce/Al-MSPs(50/X;) 2. 3 fif T8It 2 1L g

d 00 F B % 8400 Ce /AI-MSPs B & Bl 4ed v 3 Al £ =
2 Ce £ /% it b & »(synergetic effect) > Flut e s MR 7 %
R £ BFIEEHR A AP DR 4142 FREF T o
Ce/Al-MSPs(50/X,) & 8 £ 6 f 4 Ce/Al-MSPs 2. # » 3t i< @
150~250°C T $F* F it sk BB o M E L 1 R R
Ce/Al-MSPs(50/X,) ¢ Al & ey B 4507 fip 2 it »2 5 B2 488 #-Ce
ERHER S/Ce ¥R HETL 502w /8 Al £ FHER SVAL X80 5
10, 25, 50, 200 ;& & 25 2 Ce/Al-MSPs(50/X,) B & B4 » > F g B
150~350°C * 2. [§ fip BL1v skl g 4o B 4.18 - d B ¢ T 4v oo
Ce/Al-MSPs(50/25) - 150~350°C & R - $25 7 b2 B sxf A B o
Ce/Al-MSPs(50/50)=% 2. * £ Ce/Al-MSPs(50/25)4p % 4217 » 4202 R
F] % Ce/Al-MSPs(50/25)2 Ce/Al-MSPs(50/50) % £ F 40 % & 0t 4 &
o A H 5 917mYg 2 97Im’/g > B FE 1 Ce, Al & f3R353 hh i
% Ce/Al-MSPs(50/25)£* Ce/Al-MSPs(50/50):%g 4+ -

Ce/AlMSPs(50/10) F] & Al £ i énifs e £ & 50 a4
BAE 67Tmg h A o @ EEEE BB p i i 0 ¥ Al &
BE b % > 0 el Ce 2HAIEREREHE > 113 CeO,
A EIBF L HUERESELEFES < F2 38 300~350°C B?—?év":ﬁ

Bt sedy Zde] o A F G Al £ B A MR PR S s /s
2% FIP Y 200°C 2 TR A AR TS T Al £ K7 B
@b & B #f B 14(677m’/g):H Ce/AI-MSPs(50/10) » i3 % *+ Al £ %
BB A 1t & G B B (979m’/g) i Ce/Al-MSPs(50/200) 5 ¥ - = &
B2 7% Ce/AI-MSPs(50/200) 51 Al & chife 40 B 3 > o fipid f2e B o
WA A ME g F AL R Ed it LG A 979 mYg 2 kF 0 A
7 Ce £pens bR a3 €2 FEF Ce £HafiiEt  »11 h
B R F(>300°C) e ik it s F 33 Al £ B EF A A6 f
B 4 ¢ Ce/Al-MSPs(50/10) = #rid 12 b 2% 7 sk » if % 9 Ce &
Al % B pevt 1 i & Ce/AI-MSPs(50/X,) 1 | B 14 chfi fif it 22 > @
Al £ i dc kB s % ~CeOy £ 6 F 1 7 apfeen® < 22 BET v+ 4 4

2

<
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44Ce/AI-MSPs 25 # A 7.2 3 | fl A0 & 2 fR4L R
4.4.1 fR St 4R 1L 47

d 3 Ce/Al-MSPS(50/25) .1t (3 fib choe o fu b > 9710 B Sk 335

# ¢1 Ce/Al-MSPs(50/25)47 I 1 SY/AL 5 B 1t % 25 2.7 * ZSM-5 i 7
SR LR Ce £ HRNZREN A ZSMS5 > A Ce kR
I Si/Ce 3 B 5 500 5= Ce-ZSM-5 & G4 R PFE 1A 4 &
EEE Y - AR TR Aero-EISA % Si/Al X B 5
25 2 Al- MSPs(ZS),a PR 4 Ce £ 2B 4 22 82 ALMSPs(25)
EWEE TR CelkR L Si/Ce i Bt 5 500353 Ce-Al-MSPs(25)
5 & g %ﬁ CR D i Ce Al & 3 BRI 2 R 4 BApuLE
70 AR i g v g 0 R B e B 2 H e il g e

ICP-MS 2 BET 4 47

% 43 Pt BEEAEFELPFEE PFEITLS TR o
ICP-MS i% % ip| {7 Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 2
P enCe AH TR G 2628wt % Al £ 5 B L 1.1~12wt% > % 7
LB £ 7 ST - Ce/Al-MSPs(50/25) st % & ##
3U ik A% 2 Ce-ALl-MSPs(25)% I 4 > A %] % 917m /g £ 919m’/g %
0.71cm’/g £ 0.68cm’/g> i& ~ **+ Ce-ZSM-5 #1360 m*/g ¥2 0.16 cm’/g ;
M ¥ LS A @ 2 0 Ce/Al-MSPs(50/25) 22 Ce-Al-MSPs(25) 4 & 4
2.53nm £ 2.64nm /> ¢ 34 (mesoporous)*g £+ F (2nm<d<50nm) >
fePFy i % 3t Ce-ZSM-5 93 0.44nm 2 #c3 JF (microporous)*f 4>+
(d<2nm) > & 7+ Ce/Al-MSPs(50/25)¢% Ce-Al-MSPs(25)%H*+ ¢ % w ff &
FUIE A B B 04 T - BT 9 Ce Al £ BB R Ay
T yan i > @ Ce-ZSM-5 B] §_#7 Ce/Al-MSPs(50/25), Ce-Al-MSPs(25)

EAE I 8= 1 SR N A
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4% 4.3 Ce/AI-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5
B2 RIR P g A

Ce’ Al VB S BET d gm
Sample name
(Wt.%) (Wt.%) (cm’/g) (m%/g) (nm)

Ce/Al-MSPs(50/25)° 2.7 1.2 071 917 2.53
Ce-Al-MSPs(25)" 2.6 1.1 068 919 2.64
Ce-ZSM5° 2.8 1.2 0.16 360 0.44°

*Synthesis of Ce/Al-MSPs(50/25) by direct one-step Aero-EISA process

°Synthesis of AI-MSPs(25) by Aero-EISA process and then impregnated with Ce metal
“Synthesized method: impregnated Ce metal with H-ZSMS5

Ce, Al(Wt%) measured by ICP-MS

“Mean pore width calculated by Horvath-Kawazoe model
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§Fammnl

Bl 4.19 % Ce/Al-MSPs(50/25) ~ Ce-Al-MSPs(25)% Ce-ZSM-5 =
A RIS F F st 284 S o 8 IUPAC “12 & 4
T 5 R G R 2 7] 5 Ce/Al-MSPs(50/25) % Ce-Al-MSPs(25) /§ *+
type IV 21 2. S8 & S > = F 2§ F S AU APHER A E(p/po) 9
203 AT E A eGP iR A Ce-ZSM-5 i3t type

A2 TR R - BAT Y LIV F MR F1E Ce-ZSM-5
" ZSM-5 Bt iR dEA G ML R FIRS 7R Ce £ 0 T
Ce-ZSM-5 = & 5 ficdt JF #4421 Ce-ZSM-5 2_ § #F =i &4 2 Ap 1R
4 B(pp)E P ARA - B W B REAHIE A T4
2 AV S e TSR £ @ 5 0 Ce/AI-MSPs(50/25) 5 £ %
£ > Ce-Al-MSPs(25)=% 2. » Ce-ZSM-5 % B i B » JL3ljo & | B3It
B E2 Rt A 432 BET 158 %~ K o

=g

400 ] Ce/Al-MSPs(50/25)

6? ]

o ] ._,gw_w—a——a—@www

" 300 1

S ] Ce-Al-MSPs(25)

©

(6]

o) ]

S

% 200 1

S ¥

2 .

< 100

) | Ce-ZSM-5

o ]

O T T T T T T T T T T

0.0 0.2 04 0.6 0.8 1.0

Relative pressure (p/p,)

@] 4.19 Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 2. £ 8 ¥ #
W SR (R s PR R % B
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BIH 3L /& < A& i A 45

Bl 4.20(a) = Ce/Al-MSPs(50/25), Ce-Al-MSPs(25)£* Ce-ZSM-5 2
BIH 3\ j= = <t A % BB ¢ &+ Ce/Al-MSPs(50/25)£* Ce-Al-MSPs(25)
:ﬁﬁﬁﬁﬁiiﬁﬁéﬁﬁbm’&ﬁEmTﬁﬁ 43R L 5
B RGN WP Y 9 Ce, Al £ BIBE R A T L 2
B - K@ Ce-ZSM-5 2 MHa@‘ﬁ WA ARA T = 4 &
B7 o BEAR BT T 40A MR- B > e EIVF AR S ) o
PP 7 Ce-ZSM-5 ¥ 25 ¥ *b/ﬁw;ﬂ‘] ;oo

¥ ¢F B 4.20(b) 5 Ce-ZSM-5 2 Horvath-Kawazoe model 3¢ j& * =t
A (B o Ce-ZSM-5 2. 3% & % 3.95A S B~ & g o 1
Ce/Al-MSPs(50/25)% Ce-Al-MSPs(25)+t $ »H 3L j& = < 1 2 34k 48
FRIDP R 1S 0 pte 2 BET & 45 (F Ajigdt Feng % - 3R o
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TEM £ 47

B14.21 5 MSPs &2 } i = & f & ff 45 0 TEM Bk 5 H P 4p B>
B4R % 5 100000X0% @ TEM B ™ = 2. = G+ 47 3% 20nm + /| o
Ho ‘%7 Ce-ZSM-5 L RPIRERAGKH » H W = g2 MSPs & 4 b
PR &[Skt - Ce/Al-MSPs(50/25) 8 Ce-Al-MSPs(25)2 . & %
e ® G 3.9 2 37wt% v F 11 1) CeOy s R P73t
P Ao @ i Ce-ZSM-5 ¢ TEM Bl (%P 384 F1F 2. ¢ e CeO,
F B3 o HIEk X 4 P A < 2 Ce/AlI-MSPs(50/25) %
Ce-Al-MSPs(25) F 17 CeO, » B B] CeOr 3 4% =1 = % 10nm * -] »
fe pFs LR T Ce-ZSM-5 F e CeO, § # F (agglomeration) 13k % - 48
IR R TG BARS ZSM-5 FE Y F SRR 0 F1s Ce-ZSM-5 A1
7zt Ce £ 4 » ZSM-5 @ Bl# - #tit Ce £ 24k
Ce/Al-MSPs(50/25) 14 Aero-EISA — # & = {2 » Si-O-Al& ¢ > 7 ¢
v B AL A2 CeO, A5V 0F #+:‘«“ ZSM-5 SERE SR+ 2 F) e
4e + ZSM-5 %’ﬂzzw f:é.:f#“ FUE A LR Ce-Al-MSPs(zs)ﬁw* 3
Tt F AR ZEaEed o Ce £ A F S HIGE
ZSM-5 ehilife ) > 12 3308 Ce-Al-MSPs(25)4p - 7 { $e9Ce £ h &
ZSM-5 3 i #h3RA5 & CeO, B » Fl CeO, A & F R eifh § &
# i~ %#Ei&‘&% e

ETRS
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Ce/Al-MSPs(50/25)

Ce=2.7%

ol
Ce=2.6%
Al=1.1% K.
Ce-Al-MSPs(25) Ce-ZSM-5

20 nm
—

Bl 4.21 MSPs £2 Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 #k-
2. TEM Fl
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ESCA &3 4 7

B 4.22(a) 5 Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 # %
R f845-2. Ce(3d)ESCA £z B> ik B¥rig * 22 X £k 5 48ie(AlKa) »
e 18 Bedp 1 C(1s)#F e ik & v 4 4% (Binding energy) 284.6eV & it
CREEEMET 2 Ce & fiau Ce'¢r Ce* = B i s v A9
LCeT e B 3dsy Bk E i k% V(880.2eV) ~ VI(885eV) -
3dyp B A& E AT % Uy(899.5¢V)~U'(903.5¢V)> 11 2 Ce' ehz B 3dsp
Facd e E V(882.1eV) ~ V(888.1eV) ~ V'(898eV) £ = B 3dy,
PR 2w % U900.9 eV) ~ U'(906.4 eV) ~ U"(916.4¢V)(Deshpande
et al., 2005; Korsvik et al., 2007) ; H & % 27 Angel % 4 (2008) 12 7 i3/
B & 7 -ALO;-CeO, %2 Kladis % 4 (2001) 7 33+ 2 32 % # Ce-ZSM-5
g4 4 d ESCA A1k P feCe’ ¥ Cet 2. 2% - & o

Har Ce 2 Ce Btk B LR RS AT
Ce/Al-MSPs(50/25)# % » # =t & Ce-ZSM-5 » Ce-Al-MSPs(25) 31 55
WRB ) cm e CTE Ce B g kg T SR G
Ce-ZSM-5:22 Ce-Al-MSPs(25)% ] 4.5(a) ¥ 2. Ce-MSPs ¥ £ g 40
BoE A 4piT 0 dmcﬁgumﬁﬁi @A%mwc&%um%
#7700 CeOyinCe*' 5 b i3 e 5 0 B R T L - R4 B4
Ce £ R ILIRSS & 2% ~» ZSM-5 &2 AI-MSPs(25)3E #8374 » ] 4
BN 7 B2 R EHRCe £ 81 ~ Si-O-Al. SHTO FL Ce %fg},ﬂj’ﬂﬁ
sz CeOr % AN A 38Tk Ce 22 e
Ce-ZSM-5 £ Ce-Al-MSPs(25)@ = » Ce-ZSM-5 4% Hc i & i i %% 7]
gL a4t Ce-ALI-MSPs(25) 0 H B Fl G AR N 5z hilfed
Ce £ A 5 &~ ZSM-5 eficdb i > FIR 40E 5 A ZSM-5 3
Ao hA S CeOy BHEdpd > P pFs {5 5 )= CeOy e B > 4t » &
TEM 2z BBApit % — & o § b Ce-Al-MSPs(25)82#5 % 919 m’/g 2. B +*
25 M Bt CeO,323 & (v ffgipkt » w55 Al-MSPs(25)
Fer s ? iR B2t &7 CeOy iy 4 i~ @ fUff il i enit i
mooo@ A B Ak ESCA 1 X SRR TREd 2 & 4508 0 Tl Ce¥ R Cet
ey i GG HT) = pl Ui R NS A
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Ce/Al-MSPs(50/25) & B4 Ce’ 2 Ce* 4 i & i s % e 8
B 22 Ce-Al-MSPs(25) ~ Ce-ZSM-5 % [ 4.5(a)2- # ## Ce-MSPs ¥ £
PR o H ¥ A Ce’T2 VI(885eV) ¥ U'(903.5eV)endd e & & i it
g R » B PR dRRIE R F]L - & 22 Aero-EISA # # &
A IR e 1 Ce £ 618~ Si-O-Al & Si-O-Si 2. ¢ @ 352 framework
EH o 4t 017 m’/g 2. B o et B Ce £ F
Ce'(Ce,05) % Ce* (CeOy) el 3% 2455 ¥ A i B ff gt

B 4.22(b) 5 it = 48 8 & B R4 O(ls) ESCA B %4 J W12# -
S AEEEME Ce £ 9]‘4‘: ® H 5 2.6~2.8Wt.% > % 4B
4.5(b)t‘ Ce & i e £ 9.76wWt%2 Ce-MSPS(10)H & B 42 4 44 7
2 CeO, 3 F b O(Is) e d 2 ic 5 ¥ b b = 1B 532.2eV =% -
PO 5 SicO-Sig Y AR I i R i L % (Laachir et
al., 1991; Carja et al. 2007) -
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Bl 4.22(a) Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 2
Ce(3d)ESCA * # ]
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_M

Intensity (a.u.)
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Bl 4.22(b) Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 2

O(1s)ESCA 3§ F]
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“AI-NMR & 3§ & 47

F14.23 5 1 k= & Bif a2 4F(AD & B A G Pias 2 45 L 3 &
AYRE R R EEE BT 2 Al A& i gk
£ 54 ppm e fie i+ (tetrahedral coordination)# ;' F 0 w fiz it Al e
A DNTRT NS Al & B F AR VRS A L AR
S RPIVFRF FEH- N e F A5 Framework
Aluminum(FA)(Kosslick et al., 1999) - # ¢ Ce/Al-MSPs(50/25) & = 2
s fie iz Al B

¥ b 443 Ce-Al-MSPs(25)£2 Ce-ZSM-5 2_ B & Bif 4> “% Tk FR
Larfriz Alchgfud s Rr ey - BEFEHEE X 0 ppm
M > gt 5 2 fedz g7 7§ (octahedral coordination) o > fiz i Al P % £
7R Al 451{’;;,&—%335% g & *h}# 6 e s e LR RERN IR
Al £ € 1§ S aEALOYEIE NI B AL R A %zﬁaﬁ»
% Extra-framework Aluminum(EFA)(Kosslick et al., 1999) - # ¢ %4
Ce-Al-MSPs(25)¢ = fie iz Al 17z & 8 *t Ce-ZSM-5 -

Ce/Al-MSPs(50/25) 22 Ce-Al-MSPs(25)82 2% 41 £_ Al-MSPs(25) 724
Ao e B T EEE 2 NeR oo 33 Al ﬁ&},’ N A B R ek
it I 5 Ce/Al-MSPs(50/25)&_12 Aero-EISA — % p 228 & = > < R4
Ce £ g e p wEhF iEARY £~ Si-O-Al ¢ » 4oyt
Faph ¢ Al % 5 %2 fefech FA B4 A Ce-Al-MSPs(zs)nj v
Aero-EISA — # & = AI-MSPs {6 £ * 2224~ Ce £/ » ' Ce
Mai,m, FAE~ SEO-ALBHEY - B AL T %984 5 e e FA

b B4 D204 fh e i BFA A f o
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Ce/Al-MSPs(50/25)
....... Ce-Al-MSPs(25)
- a» a» Ce-ZSM'S

100 80 60 40 20 0 -20 -40 -60
ppm

) 4.23 Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 2_
“A1-NMR 48 & i fie & fi 4 45 B
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NH3-TPD 2 H,-TPR 4 #%

B 424(a) 5 + = B & B 42 NH;-TPD 4~ 47 % % o
NH3-TPD e &7 A 4744 o it A & ~ I & 258 » # ¢
PR E R R R BT R A L3R A (<150°0) ~ ¢
fi 1+ 2 (150~350°C) £ 3% fis |3 4 (>350°C)(Weber, 2007) - 4 @] 4.24(a)
¢ gk i = B ¥ 4o Ce/Al-MSPs(50/25)¢7 Ce-Al-MSPs(25)#_r/ 33
PR i i@ Ce-ZSM-5 Rlmipatt s d b A 54 » ¥ bl
— PR R EEAT A 2 AE £ BE2 NH;-TPD %G & o f#
B e d 4.4 9% 0 NHyehios 8§ 8 P50 & 7 LR A A 1L
R Ay NH; PR R g e p  RAMepigs; 27
Ce-ZSM-582 X s ™M R I NH; 2R E 5% > f P i
PRGBS AR TRE B bl BRI BRI Flet T 4
wh Ce-ZSM-5 £ Bt Al & 7 » P RFRC AR R~ &~ 5 @
Ce/Al-MSPs(50/25) 22 Ce-Al-MSPs(25):71+t % o 4% 48 1 (917~919m?/g)
¥ a2 ALMSPs(25) 3 A 2 B & 4 & NHy-TPD efas v ik 4 =
.wp 2 ¢ Ce/Al-MSPs(50/25) 2 NH; 4,5 't # v Ce-Al-MSPs(25):%
v B33 padd Al B b Wb Ce-Al-MSPs(25) 0 » fe B_f? pefr i en
I

gcgé # b Ce-Al-MSPs(25) % » 2Bl H R F 5 & #2317 1R o
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% 4.4 Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5
B & B 42 NH;-TPD % %o 4f B0 1

sample Total area  <150°C 150~350°C  >350°C
Ce/Al-MSPs(50/25) 8.87 64.9% 32.4% 2.7%
Ce-Al-MSPs(25) 7.92 70.1% 27.9% 2.0%
Ce-ZSM-5 10.48 37.0% 43.3% 19.7%

Ce/Al-MSPs(50/25)
Ce-Al-MSPs(25)
=== (Ce-ZSM-5

Signal (a.u.)

Temperature (°C)

Bl 4.24(a) Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 2
NH;-TPD % 5
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Bl 4.24(b) 5 it = fE B £ B iI4L2 H-TPR 4 45 % % « TPR 4
oA R BRI A e B R AR R R - BARR
s £ 8RR EHAITRZ TR GTLF w23 o d R
4.24(b)® ¥ v > K/TT 7 Ce-ZSM-5 . i4E 100~150°C 3 /| 384 e Hy iy’
AE S P L PE-A m D Hy & O, % fif(Dai et al., 2008) = Ay
e H, & /)";7/3.)?.‘“"'3?\&_ 300°C 2 k@ 23t 550°C 2+ 5%~ B ; MR
g S A e CeO, i@ R o @ 3 R (300~600°C) e Hy i 4= 4 4%
# 7 f§ 4% @ % Z ¥ (capping oxygen, atom oxygen species, O) iR F
(Dai et al., 2008; Ntainjua et al., 2008) > @ ¢t & ¥ & & % ¥ (lattice
oxygen)® it £_d >t CeO, & &7 edk fe(defect)#718 =~ e10 ¥ d 20 { F

¥ B % {7 % 7 #5(oxygen mobility) » #7172 § & E jEF 4 (Dai et al.,

2008)° t= f64& B i L2+ Ce/ALMSPs(50/25) 7 Hy i 4= £ B &
% 5T % %73 % £ (oxygen storage capacity, OSC)(Haiyan et al., 2001)£
BEF B E 3 FES REP CeO, hte? tnf # 1l 2 § # 8Kk
Er A5
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Ce/Al-MSPs(50/25)
------- Ce-Al-MSPs(25)
-—= (Ce-ZSM-5

Signal (a.u.)

100 200 300 400 500 600 700

Temperature (°C)

Bl 4.24(b) Ce/AI-MSPs(50/25), Ce=Al-MSPs(25), Ce-ZSM-5 2. H,-TPR
245
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4.4.2 MR BB 22 R

&5 B & 150 2 200°C P> Ce/Al-MSPs(50/25), Ce-Al-MSPs(25),
Ce-ZSM-5 H & B 4540 ~ v 4 6 fF 22 [ B L1t 22 2 M 24 )
4.25 - & GHSV=15000h" - #;§ 150 2 200°C * » Ce/Al-MSPs(50/25)
it R e B iE 0 A ) S 81.3%% 84.8% » B 3t Ce-Al-MSPs(25)
2 Ce-ZSM-5 2. 55.3%2 72.1%14 % 59.2%%2 76.2% 4 7 = 6 4
fPiciCe 2 Al &g A5 AT v 2o fieh ] & [ p L1
PR B <o B FE RIS b e 2 GRS el
K2R ERMED S AR R R B2 £EFPEFS o

82 78 Ce/Al-MSPs(50/25)£2 Ce-Al-MSPs(25) t+* % & f ~ 31 i
FUEGUE A ] A 3w R4 23T 0 iz £ Ce/AL-MSPs(50/25) it 3
ik e e F o @ Ce-Al-MSPs(25)4r & 4 » H R F] 5 @ & & 60 4~
G175 XA o5 Ce, Al £ iy TIRA B i B S o d 3
Aero-EISA — # & = Ce/Al-MSPs(50/25)2. Al & A rva— % > 5 o fie
iz 47 ¢ Framework Aluminum(FA).% 4 ° @ Ce-Al-MSPs(25)%] 5 &%
SH e d s g Al 2B T iR RAE FA b R e dE e
Extra-framework Aluminum(EFA) %4 5 = fe =450 FA s 2 6% 9 L
1 s 7L (Bronsted acid site) > @ = fie i=45c0 EFA Pl &gc 5 2 e
(Lewis acid site)fpe s & ikt » M FR F > # P LR L2
4 e A I Y F g e (7 (Kosslick et al.; 1999) > F]ut $3° f fif €9
it sz m 3 Ce/Al-MSPs(50/25)F" %g B >+ Ce-Al-MSPs(25) -

ERAGEAE S A by PHREECe 4 BT I HAEMEF
it o 4 ESCA 4475 % 17 4v > Ce/Al-MSPs(50/25) 1 & & 7 b
Ce203 2 CeO, B iZ323 b £ A fi43g k-t » @ Ce-Al-MSPs(25):0
BB B0 0 P R G Ce/AI-MSPs(50/25)H 4L + 2. Ce¥ 4 ped it
iR B AL RAPE > Ce At ? €75 O (surface molecular
adsorption oxygen species) 1§ d1 @ A5 = 4o B] 4.26 ¢ 1% 7 4 (oxygen
vacancy)(Deshpande et al., 2005) > @ ¢* ¥ 4% Feoxygen defect) e 1 #-
7 B4t e A and) B (oxygen mobility)/t 2 F it F e 40 3
22 H,-TPR %4 17 Ce/Al-MSPs(50/25)sn Hy iy < £ 5% > %1 3 #3
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¥ (oxygen storage capacity. OSC)& B » 11 % ¥ 4 a7 § # & ik ¥
LEBS ik - & o 4 P Ce/ALMSPS(50/25)% T AU b B
B Nt 25 FiEs 2 Ntainjua & 4 (2008)F7 7 in 5 CeO, 1% 4
F(oxygen defect) ik & &2 § it 3 4r‘ % (naphthalene) 5 & & [ b > pb ¢}
» ¥ Scire % 4 (2003)~Kim % 4 (2008)#2 Delimaris % 4 (2009)=%= 3
% - &R HFH Au/Ce, Mn/Ce, Cu/Ce 54 & £ BfJ4d 272 F &
B Beofe =B HM G R P bR FAL L i HHR G
(oxygen mobility) » F]# ¥ i ¥ ¥ (toluene)siiy # » T P A X3 H £/
145 CeO, -

¥ - 3G 3 Ce-ZSM-5m 7 » e R H L g fFig ] H B - &
fg4f-> & TEM  » B CeOy g & F G 2 5 FHRAIM % > °
FAes+ 43A2 F #3808 ZSM-5 fcitik = < 44A g > Fla &
Z 3 ol H3ViE ook BiE 12 (Ruthven et al.,, 1993) > e H d
Ce-ZSM-5 12 [f] 4.24(a)TPD 3t Fif NH3 s R B 5 &gor 25+ ¥ - f&
2 BAAERE UL 5 ki o 27 fde BFA fcl s o
Ce-Al-MSPS(25) » 7 12 %135 [ fk chilh (- 323k 19 28 § 3008 25 fd 4 2
Ce-Al-MSPs(25) > @ =t 3512 Aero-EISA - # & =@ £ 5 Ce, Al £/
¥ & »2 s (synergetic effect) 2. Ce/Al-MSPs(50/25) £ /% 4 -
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100 - 1000
. |50 °C :
7 £z 200 °C - 900
80 - —— :
S ] 7 - 800
ERE g 700 £
g |=— ; 3
< _ : T
1 L @
2 0] - 600 3
= - [ u
[«B] ] j -
o F -]
< 1 C 500 w
20 - :
j - 400
0 . . . 300
Ce/Al-MSPs(50/25)  Ce-Al-MSPs(25) Ce-ZSM5
Sample

F14.25 F &g & 1502 200°C~GHSV=15000h"~ 7 g ;& & 1000ppmv ~
F L pE R 30 A 48 Ce/Al-MSPs(50/25), Ce-Al-MSPs(25),
Ce-ZSM-5 ~ 1* 4 & A% 215 fp Ll 225 2. B 14

b =
«®
/el
.9/ ,::‘1'."'---""- /,r"
o .
@ Cetvions C Cetiong
' 02 ions Vacancy Created by release of 04- jons

Bl 4.26 Ce*', Ce’ ¥ O™+ & . 2 # 75 2, Bl(Deshpande et al., 2005)
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GHSV 2 & 4

B 4.27 % Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 = #&
EHE-E7 FGHSV F i 2 TR B saF 2 F%RkEEo
8 150°C 2 200°C » 2 % [3 fr kB 1000ppmv 22 F EEEF 5 30
AdB2 52T > F GHSV % 15000h" P » Ce/Al-MSPs(50/25) %Lit 3
fit crpe kBB 0 H = 5 Ce-ZSM-5 0 B 14 % Ce-Al-MSPs(25) ; fe £ %
GHSV % 5000h™ P& » 7 fip fdit »c % BB enf 4 5 Ce-ZSM-5» # =
&_Ce/Al-MSPs(50/25) » @ B 1417 &_Ce-Al-MSPs(25) ©

£
\

% GHSV ¢ 15000 h™' # #% 5000h" P-4 m 5 b 7 894 3 & &
fi2 F O AL b PEd 3% Ce-ZSM-5 2 4 B  Boss chpi it Ak
At i e ERIET EETREFENE R E R TN
iR it B S E R G BB S 2 Ce/Al—MSPs(50/25) ;
@ Ce-Al-MSPs(25)d S R A TR GRS el P Y
e de 4 AR o Ft g FOBIEETT 2@ A B ARG TR A
}FB??F’ %:“35;%_)@ Bt F PSR el e T oA R A T F R 2

» Fgt F GHSV 5 5000 h' B > = B0 440> 5 e it a2 4§
% 150°C 2. 98.5%~91.1%%* 200°C 2. 98.6%~92.3% > i & -] *+ GHSV
% 15000 h™ P » 150°C 2 81.3%~55.3%2%* 200°C 2 84.8%~72.1% o
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100 A o -1
A, 200°C, 5000h —
su®
< . 150°C, 5000h™
E’\i 90 ,
=
>
g 80 -
Sl N Tttee iveessese o
© | NG Tt seeeseseeneneett
c o0 N
2 70 200°C, 15000h
3
<
60 e
o 150°C, 15000h™
50 T T T
Ce/Al-MSPs(50/25) Ce-Al-MSPs(25) Ce-ZSM5

Sample

B] 4.27 Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM=5 & % f GHSV
FORWEET A A Rk 2 #2585/ kR R 1000ppmyv -
FIRRERE 150 2 200°C ~ F BREFR 30 ~ 45
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BB E s R

AP G 2 BT BRiEE LB ArER 1000ppmy ~ GHSV=5000h" -

Bl 4.28(a) & Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 & & % 1§
Wt 150°C PR Ak it 2. 24 /| FEE »cF Bk o Bk - B4oPF» 2 /8
ﬁ%}ﬁq—mﬁ Al B 3T 5 96~98% 0 i 1 ] FFis > Ce-ZSM-5 eniglit

e R mEF A 5% L2 AR kB E A
Ce/Al-MSPs(50/25)2 Ce-Al-MSPs(25) feLit »x 3 A &) e % 5 86.1%%2
61.7%; e & x 1 ] Pz {8 Ce-ZSM-5 cnipiit »x X r R £ F
o B P F B 12 )R FIT 108% 0 i s ¥ o4
Ce-Al-MSPs(25) ¥ it tu: Jh 30 4 48N IS AR L s B 91.1% o
2t PERF it ek e 13 Ce-ZSM-5 — A MM s A F B 4 1 24

JEEEE R L2 F P T 20 3 12% 5 @ Ce/AlI-MSP(50/25)82 2% & F
em 1R pd e Fazbh g e £ 325 HIRHEE - A
L FEE PR A NP bk e 2 ) B2 B sk L 85%
b 3o (sl T8%KEH E LT 24 | pFE e T4% o

Bl 4.28(b) 5 Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 £ 4
i -7 200°C P 3 iR feLi 2. 72 ] PR AR ko 2 ] 4. 28(a)év’*:150°C
P ERERBE N AR - B dePE o = S B BT 2 5 96~98%
& 1.5 ) pFenpE R 0 Ce-ZSM-5 enifiit »x 3 5 B i 0 19 &%ﬁf* 97% >
@ gt pF Ce/Al-MSPs(50/25)% Ce-Al-MSPs(25)eiighit 2 @ 4o w5 3
5 90%% 83.7% ; 1e E'n-\Ce—ZSM—S Bk B 2 o) PF2 18 eniplit s s i
fi’ 150°C - g2 &R T 523> d 2 [ pFrad852%& T 3

2] P 11.2%%2 16 - PF13.3%; F ¢ Ce-Al-MSPs(25)82 25 & it f
F)@wm 40 A 4B BAF D AR LY A 2 90% 0 2 (e Bk B T2 | PEZ
PERRN s B sk pra A 150°C pF— fkb w4 S 5 nfa) 0 @
B L 32 72 o Ed 88.6%% R E NI 76.7% ;
Ce/Al- MSPS(50/25) 2 200°C s fir BRI £ AT Bk % 1 22 150°C P e
- o BE BT LS R it F T 2EEE 0 e F_ 40 P2
FIF RS T2 SRR > - B R ooed & 85% 0 5 = AL
vk iR AT b OfR 2 f A

= flm
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100
90 A
. 804¢
X 19 MERERERE cn e an
S 70¢
© 1 o
3 603}
g 1 % =8 Ce/Al-MSPs(50/25)
= 50-_ i ceeOee  Ce-Al-MSPs(25)
g 4] o\ - ay= Ce-ZSM5
"q-.; 4 .
2 30 A 'o\
] ‘o
20 A *Os
_ \Q-Qgg-so.o-.o.o-o..o..o..o.o.o,.o..o ©0u00.
10 4 v
- /e
0 5 10 15 20 25
Time (hour)

B 4.28(a) 5 g & 150°C ~ z @it & GHSV=5000h" £ 3 fp ik &
1000ppmy 2 % & & » Ce/Al-MSPs(50/25), Ce-Al-MSPs(25),
Ce-ZSM-5 [ fif L 2. & »2F 5%

100
90
@Soj OeseOreecOreeeOoeDosssOeseesrocseOnnsesd
o
= 70 -
(U g
3 60 -
E ]
L 50
° ] === Ce/Al-MSPs(50/25)
S 40 eceOree  Ce-Al-MSPs(25)
% ] —ay= Ce-ZSM5
< 301
20
10 A
O T T T T T T T T T v T v T
0 10 20 30 40 50 60 70
Time (hour)

B 4.28(b) £ M® & 200°C ~ % F¥iE & GHSV=5000h" & 3 fir ik &
1000ppmv 2_ £ i T > Ce/Al-MSPs(50/25), Ce-Al-MSPs(25),
Ce-ZSM-5 3 fr felit 2. & T %
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=i %] 4.28(a), (b)2- v fir it & 2 F B 5% % > Ce/Al-MSPs(50/25)
WE e 1.5 o] PN i sk g AR L Ce-ZSM-5 14 o i F_H it sk
—3 éx“{f%—ﬁ },@F‘ilf:é&mi%n M p P B2 v A5 0 A 150°C §iE
4 pFis 20 L 2 2 74% 0 200°C 518 72 ] FFis 5 85% ; e ip|H
B ¥l a2 d 3 Al £ B Y MR R et b L A &ﬁ%‘ » @
Ce/AI-MSPs(50/25)% » £.d w fic (=47 FA h 1415 & &> Am 304
Al £/~ F 80§ Fipd? VR A2 &8 + 57 Jbiws’? 7
P 2RA AT AT [ A B R EAZY 0 T Al £ BT
BB G G IFARE Ak B B AR B Y gat S
4 %87 ESCA 4~ 45 Ce £/ 3d B ik ¥ CeO, 2 Cey03
Ce/AI-MSP(50/25) tena b 54 BB > FREE 5 chCe afhie? 4
S E G EENE TS MR LR R lpq FTEETEE BEa
Flpt B GR Rac B B iAo AP A T E A Al £
SRR T o dEm e R AL CeO, 13 7 AR F B AR FR £k
J&(synergetic effect)sine f& -~ & o 2% 22 Cu/AI-MCM-41 5 £
fRaY o AL & BT E MCM-41 # hCu £ > &a 445 3%
F 73 A F (NOY) e F 22 3 %% — & (Karthik et al., 2009) °

Ce-ZSM-5 & F Jisa= 8 1.5 /| B 2 @i scﬂ e Bed 0 LANEF
FREFHAEP Mot aFingd @ TH o AF BRIER
150~200°C ™ » fglit ax »> 12 /] 5 & 10.8~11.2% 42 ;7| Ce-ZSM-5
BE A B BB it xS 2 R Flo 4 & F F] 5 Ce-ZSM-5 & NH;-TPD
R A I RN - ¢ £ A —,E'—”ﬁ RSV mAERMA AL RIEY
Fe B > Tt AR A 1S ) R R uL e A BB B R i G 0k
it popr &+ > e d A fmln\—r g B0 B JT < 3 Ce-ZSM-5 Higat
BRI A2 - o F R ER A G EE O R T Ce-ZSM-SJL‘}H?F\ 0
7 IEILF},@’HE’“E%‘*{‘{’%@”@F )T%FEF'&“’”*‘%T‘ R
R E o 2INE MR AEFTFE BRI Aols 0 B Ce-ZSM-5 Skt 3
F CeO, £ 7% B 5 »o 40 & s FIer B A A F 0 4ot ik
Flo F s Perpe AT 5 m 24 Ce £ B2 FFELm 2L B Tt
PR AL S TR S I

-~
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Ce-Al-MSPs(25)d *tpe A #icd &> 1 2 ~ 5 SRR Tt

B F A Hp it ae kS 3t Ce-ZSM-5 5 e 150°C ehE »cF %P o
Bitsekd F oo 40 2 48P cn90% B 4o & 5% I 24 ) e 12% o

e §_# 200°C chE »cF Bk P o it s X Er T Kok 150°C B 4 & i#
Mom B A T2 FERYS T 76.7%; 8P| H B F] 5 Ce-Al-MSPs(25)
EFAEA R ALY I, ‘L’I‘ﬁ_ p i3t Ce-ZSM-5 erjicit I &
%;&’ﬁﬁw LR PHICIIVFPAI BRFE FEERED 150°C 3 4o

3 200°C P o g R AR 4 fE 0 G A fR A S Bt ISR RO
‘o s g I CeOyeng W B Tt AR BRI R & 200°C B o
FAarAs+ 755 affeey AlEHamxiti CeOying L 18% T2 (73 fip
R E O o

K

HENM YRR H RS EF G Ce 22 Al F LB MR E
70 P LT F B EEARY 0 B K A Bl B 0 Al _{ﬁ%m;p»b‘j; i
BEROREELS Al SBARHY SRARRERE S EEA M
Witk A DOV RE A 0 0T d NH-TPD A 45 B ik 4 24 1 & ]
4.17(a) (b)¥ H & iR E-ALMSPs & F - B 42} B it ek 2 2%
;LJ%?E& Mok BisHEEREY 2 Ce £hNiEH I EE
IR SRS S \zé&'i"‘*iﬁ&ﬁ‘ﬂm"‘]—%’ﬂf'ﬁ,{_]:sﬁﬁ_./,,\_,»;}fg—
"h’ﬂf P 7R B Al & Bhape Bt e g2 Bp s
e {7 it o pF Ce & 9777+ ehF 1 i BHiE EE i Al !?/iq’fr;t s
s R R A 5 SE B & 00 Ce/AIMSPS(50/25)% 4 b § 2 BT 35
mm CeO, & Ce’' B> @ Ce' e CeO, f ¥ m;r,u HF 7 Ak
(oxygen vacancy)d *tE 3 ¥ 4 h(oxygen defect) 2 ¥ # # (oxygen
mobility)sh# it > S F BB ¥ A E 0 FI R A G2 B 5
iAo m L Ce £ BRI EME Al £ BB AEBRRE T A
T 2 s & ol (synergetic effect) » - IR A S AR DR 2S5 g
AU EE SR = RN SR N N RO A TR LR
e b 2R 5 M 0 » PG BB FDER T F o

o

1%

.A
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E2%cf B F o 13 en SEM £

B 4.29(a), (b), (©)» = & BfJH- L F i &2 R F o 6
2. SEM BBARR o £ 253 B F Rts ik mA b 5 Ce/Al-MSPs(50/25)
% 200°C & i 72 ) PE([3 B LT 225 85%) 0 Ce-Al-MSPs(25) & 150°C
F s 24 ) PR PR LY 22 12%) 0 27 Ce-ZSM-5 % 150°C & Jis 12 /]
P ([ AR L1 22 10.8%) o d Bl 4.29(a)2. SEM B AR % % F 400 72 -]
PR s 8 F O e Ce/AI-MSPs(50/25)3p vt L Z B 3 < » i3 87
% Ce/AI-MSPs(50/25)F & 15 enfi fir L1 s (9 a0 ‘4 & 85% > F]pt
Ok A F Ao AR T PRI A fR o 2 § 343 Ce-Al-MSPs(25)m 3 » F g
f ARt BAR A R 1 FR 1N BT 0 A8 (7 150°C ~ 24 o) pRenF RS
d B 4.290b)s7 SEM Bl PR DI 4 1 BRI BFERDBEFHE D F
Rt v pr LI 2 5 °F T 12%ms£5=:fa.— RRAe PN E R %Ln LEER
F R E AR 2 BB Ao ¥t EEAR Ce-ZSM-5 & 12 ] BF 150°C
FOR (s enp ik LT s @j; 10.8% » fe £ d ] 429(c)mSEM By ¢
EiEp N A SRR BLaNZ B o J1Rl R FIERZ A Ce-ZSM-5 & £
N7 PR REEE D F B s chAd B U 2 SEM ik B enfEir R 7

53943k o
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ad). D

15.0kV 11.3mm x5.00k SE(V)

Ce/Al-MSPs(50/25)-200°C-72h(85%)

B 4.29(a) Ce/Al-MSPs(50/25)3 fit 8.1 £ »c® % F &+ {4 2. SEM M)
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| 10.0kV 12.7mm x5.00k SE(U)
Ce-Al-MSPs(25)-150°C-24h(12%)

B 4.29(b) Ce-Al-MSPs(25)3 fit L1t £ 2% 5% F M+ {5 2 SEM F]
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FrTrrrTrrrrl
1.00um

Vo B

1.00um

Ce-ZSM-5-150°C-12h(10.8%)

Bl 4.29(c) Ce-ZSM-5 p fir v £ »F % F B+ (& 22 SEM Bl
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L% % F B i BET £ 47

B 4.30(a), (b) % Ce/Al-MSP(50/25), Ce-Al-MSPs(25), Ce-ZSM-5
EEBHE LR AME cTHRF BT 2o 2 r A
foo B e isnd 2 Ap B ficdRs BEIEAN 4 4.5 ¢ o Ce/AI-MSP(50/25)
B F s 205 fR LY s i G 85% FI K fs 2 vt A G IR RY
FEEMT 4.1%2 5.6% 5 @ Ce-ZSM-5 22 Ce-Al-MSPs(25) % £ % §
ek ORts 207 pr B s d R 1 10.8~12% @ SEM e Ap g % & (7
IR 2 F BR 2R A EHF(coke) L%k T & BIFEIF

Wag T Ao IR R T " 14.4~14.8%% 18.8~20.6% ©

% 4.5 Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 B 4 & i 4 &
F B kO 4 1BLiL s g2 BET 2. B %

Acetone SBET Difference = Vpgam Difference

Sample removal(%)  (m*/g)  of Sper(%) (cm’/g)  of Vpem(%)
Ce/Al-MSPs(50/25) - 917 -—- 0.71 -
-fresh
Ce/Al-MSPs(50/25) 85 879 4.1 0.67 5.6
-200°C-72h
Ce-Al-MSPs(25) --- 919 - 0.68 -
-fresh
Ce-Al-MSPs(25) 12 783 14.8 0.54 20.6
-150°C-24h
Ce-ZSM-5 - 360 -—- 0.16 -
-fresh
Ce-ZSM-5 10.8 308 14.4 0.13 18.8
-150°C-12h
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1000
800 - % B fresh
" 271 tested
Gy
E 600
©
o
@©
@©
@ 400 -
Y
S
>
wn
200
0

Ce/AL-MSPs(50/25) Ce-Al-MSPs(25) Ce-ZSM-5
Sample

] 4.30(a) Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 = it 5 fi

BT B E BT (s 2 & g A IR

0.8

I fresh
% 72 tested

Pore volume (cm®/g)
o o
N (o2}

©
(N

1/

Ce/AL-MSPs(50/25) Ce-Al-MSPs(25) Ce-ZSM-5

0.0
Sample

® 4.30(b) Ce/Al-MSPs(50/25), Ce-Al-MSPs(25), Ce-ZSM-5 = it 5 fi

£TR Bk T (8230 WA R
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E2
e

-§%\>
5
.

22
=
- =

E
X
s

ipiéﬁﬂ%éﬁﬁﬁyﬁ%%%EE%QﬁMMm
Assisted Evaporation Induced Self-Assembly, Aero-EISA)® &% & & &
%> F %2 Aero-EISA * 0 7 12 % g & dhigie @ sk Bk WA
Metal-MCM-41 Z E"j B 77 ] REL b 2 pER Ol 5 BT Rt Al N
2 WA, FPFE BT R B AL % 22 Aero-EISA #
iﬁ%ﬁ%ﬁﬁé%ﬁﬁﬁ@Wéﬂ’&l$%m¢ﬁ ¥/
B antidt > B3 % A7 2 2 e RUARSTRLE 2 A 70 o JE
BET ~ ICP-MS ~ XRD * TEM -~ SEM ~ ESCA ~ TPD : TPR ~ “’Al-NMR
FREWRRE B I TR L BRI [ RS R T R
woea B IR ER RUA S 1120 fEE R AR 2 B S
BT o AT T A R IR T R

1. % ™ p éjl?ej WA F kB H& & L Aero-EISA #] 42
Fo-HERN RO E E £ B2 H £ - (Metal-MSPs)
TR T LY [ AR S $E 3t 5 454 Ce, Mn, Cu, Fe, AI-MSPs ¥ £
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