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The study of core-shell Pt-Sn catalysts for propane

dehydrogenation to propylene
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A r > B¢ PVP & g e R B F B G F R
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2.4.2 % %3854 (sol-gel) [13]
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A2 BB RA R T o Se ARIER B 3 E iR B 4 BT

20

’



2.4.3 P -#% 4 (Core-Shell structure)2_ 2 K .3 [14]
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FoAF G fdF ek o b F IR R iE T50°CEF > &7 2K A 49 3 dR AR

BégBER S ZP R G ME BRI ES B OIVFE 2B
[14]

- _p.«—-

WE Py 2 R oS o %0 dgd F O > = 1 (nucleation)

=k

£ (growth)i# i+ 4 B MKk o BF L E S EES

L SR RE RS £ L

Pit- B RRA S B R -

244 % &% [15]

Fimit b ] AL S R R £ ) 2B i

-

Fff o @ AokB R AR B T @RI 0 o v

SE NI K 2EEA G TiCERE 2 TR RE SR
é.“}%;% fiz%',/%/ ¢ Pe»mih‘}@‘h,é?]ﬂa‘aq‘»,};}im,p,fé’
BL R ERIG sen * FIUTF AR o 2 7 =i (dry impregnation) £ £

A7 & % &% (incipient wet impregnation)if%’jﬁ“ ook B ity
il e m Al b vRE S N R TR g R R R

HOH 2 RN 2 2T R el b BA KRR <] TG N2 Ak e
oo Bl R EARY 42T B o A B T g RE Ok

A yedr b o A gAMEz T B R FET i & &R RTIEE

NN
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hv

PR A B FE BRGNS § 0 FRNE R BB
SRR SRR IR F R S SN S 2 2 AL FER

FRAER TR A AHIL(F R0 % A RRE) fHTEE

25 F st #[16]
(ES RN FE 32 S0 N I3 SRR REE Ay R

Bat FEPEERF BEFEE RPBIL vl BT AR ¢

c\“‘l‘

R S EE R TR TR BT T AR ST R X
kA Pﬁfbé‘?/,}i&éﬁ;; WE R#4 B2 GF R4 Bt B8R

P BRI AR g B FF o

M F Rl EAFTAF BEY EF R Y B LES
(power-rate law) & % 7+ # & F Jerds 4 B % P4 F T nF o B9 %
B E A5 EEODEF AT e 5 7 B Al Y ER
X TR R A2 L R Flpt T 2 R iy 2
BARIL e de 4 FY R AR RPFRF LR R F REF VA E
$Hde 4 o3 €3 x 2 E Rk Y DA FF B

B4 B4 R
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https://zh.wikipedia.org/wiki/%E5%8F%8D%E5%BA%94%E9%80%9F%E7%8E%87
https://zh.wikipedia.org/wiki/%E5%8F%8D%E5%BA%94%E6%9C%BA%E7%90%86
https://zh.wikipedia.org/w/index.php?title=%E5%88%86%E5%AD%90%E5%8F%8D%E5%BA%94%E5%8A%A8%E5%8A%9B%E5%AD%A6&action=edit&redlink=1
https://zh.wikipedia.org/w/index.php?title=%E5%82%AC%E5%8C%96%E5%8A%A8%E5%8A%9B%E5%AD%A6&action=edit&redlink=1
https://zh.wikipedia.org/w/index.php?title=%E5%AE%8F%E8%A7%82%E5%8A%A8%E5%8A%9B%E5%AD%A6&action=edit&redlink=1
https://zh.wikipedia.org/w/index.php?title=%E8%A1%A8%E8%A7%82%E5%8A%A8%E5%8A%9B%E5%AD%A6&action=edit&redlink=1
https://zh.wikipedia.org/wiki/Template:%E5%8C%96%E5%AD%A6%E5%88%86%E6%94%AF
https://zh.wikipedia.org/w/index.php?title=%E6%9C%89%E6%9C%BA%E5%8F%8D%E5%BA%94%E5%8A%A8%E5%8A%9B%E5%AD%A6&action=edit&redlink=1
https://zh.wikipedia.org/w/index.php?title=%E6%97%A0%E6%9C%BA%E5%8F%8D%E5%BA%94%E5%8A%A8%E5%8A%9B%E5%AD%A6&action=edit&redlink=1
https://zh.wikipedia.org/wiki/%E5%8C%96%E5%AD%B8%E5%B7%A5%E7%A8%8B
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311 P HER
231 BREIaOURE- T4

F 5 LA L =2 A W MR
o B bk 4 Pt(acac), 98% SIGMA
F -4 SnCl, 99% Arcos
E I ke e PVP 99.5% Arcos
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§ v 48 y — Al, 04 1/16 spheres STREM
bk NH,OH 25\'5;(;/‘; in Showa
o i C,H-OH 95% B o
L F AR R Si(OC2Hs)a 98% Seedchem
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NG RED. C3HgO04 99% Showa
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312 R%&F 1

232 FRHAREE] 2P F

+

4
FHLH v g 50 PEE R
& C,H, fE A
i N, 99.99% h % F Al
% F * 21%0,+ 79%N, | & %5 48
i H, 99.99% i % F Al
55 He 99.99% i % F Al
R fof * O50Ar+5%H, | & 5 4
BI3RHFREKH
%33 RFPALERP- T4
®ECH 350 Wi B
FHSAERNE 5850E series Brooks
¥ FFESERTE 5850 series Brooks
R B R o e U 5800E series Brooks
R il PFRESP
E ez FORE KR DB-5090 PRE T
T+ XL XB220A Precisa
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3.2 fRHHE 2
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Ra . #-4 & 12 sol-gel * ;8¢ ~ TEOS(1/4

#-2 4 FRB-A Y 0 T A0 875 A SRk~ 275 %
A efg-k 541 F H g ;2 1.091 2 s TEOS o
MMl B o W24 e

PR 2 0 Fud S Rk o
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Bl 3.1 235 des 2R
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321 ALt Efg o 2
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boF] 3.3 A 4 o

TR R R R
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33 F%mmE F R
BAFERY OUEARCLF BE L OR AR RS R

R KR 4oR] 34 477 o

e iTix

F R & . 600°C

FORER A4 . latm

F e PE R . 30min-240min
s g 50ml/min

7 %0k B 10%

T S B

RN LN PE.Y

1. §25~% 059 1 PtSN@SIO,fF 45 > 4c » 5ok 152 F LB Y o

2. #F RERIBZEE AN 0 F BEY EA
J-type-thermocouple | & -

. EREFIBREE BELE D 400°C -

4. 2 3 400°Cts » 12 21.2ml/min s 3~ R & % (95%Ar+5%H,) »

FTAFE2B ) EREFFERR
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FoMe ABWEFR

1. BB Rt off £ 2 F BER 600°C> 2 RREFHBF A
BigArY BEFF Ol ~ § ?? R RBE RR “LF;Q"Q’W”J/&@;{T#E
Ao

2. FIEF RIBRMF > BEP =GFETERVE > AEPRNE S
Sml/min> % # /& 5 45ml/min > I B 453 pF o

3.0 F HERBF R AT ol R A 301 GC R AR A -

A AR 2

=

HF i 1S O AR M D M e -

2. K4l R R4 P 0 1 1°C/min 2 g 1 100°C# 4% 2 /)
oo g o2 1°C/min 28 2 200°C a3k 2 B pF > £ 12 1°C/min 2
B % 300°CH adF 2 B ) pF > £ 11 1°C/min = 8 & 400°Cx. a3 2
-] pF > £ 14 1°C/min 28 & 500°C T Ma4F 2 i /| p o

3. #Hm? PP L £ 8 0 AR 4 0 LA SR EATETY

#& § % 0.02g ~0.05g -
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34 A¥ AT
AP F BT RS S L c FAAEITRT ERREA G2

A% A GERS IO GATR UG RS

341 F KT &RA

Ay AT A R Agilent 4Pk 47 1% 0 4o @ 3.5 #77 o GC
i ;E'J%‘E'Iljgm%@ﬁiﬁi T 0 1% Agilent efg A gt > B LB A
peak & ff c RBR T LA VT4 2% m 3 T2 k> AT € * GC A

FE AP %RmE il RFA %2 AF[ G o A RELR o™

Injector temperature : 200 C

FID detector temperature : 200 «C

Oven initial temperature : 45<C

Time for initial temperature : 1 min

Heating rate : 10 €C/min

Final temperature : 100 <C

Time for final temperature : 1 min

Column : Rt@Alumina BOND/Na,S0,(30mx0.53mm, 10um)

Carrier gas : Helium
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3.4.2 X533 R ® (FID)
FID 7R3 Bl4c-B 3.6 77  FID BRI A ¢ {%/ffﬂﬁﬁ’flmﬁr%
SR S AR E R AR B R I T

F (I AT E I T ET o BRDT I e H

PG BRAARS

L Collector electrode
Flame ignition

cail ( h =00

Folarizing voltage

Air—T —— =——Hydrogen
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B 36 FID#%% 71 H
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3.4.3 TN 45
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234 FAARITRFGTERE

&= A F PR (min)
CH, 0.594
CaHs 0.759
CoH, 1.047
CsHs 1.548
CsHe 2.920
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Propane
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3.6 #I-H iFH 1 T+ HHcEL(FE-SEM)
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3.7 X &ts ¥t % (XRD)
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38 2pH&>FTHEN

+ ke (TEM)

;9w =+ Epese ((Transmission Electron Microscopy ) 48]
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Specimen port
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. Type I: » 1% Langmuir —type %8¢ & > 3 ¥ % 4 &2 5 ik
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S R ) Flows chl FEE o

FAME TR BELAFENEI KA 5 M) FIE S 42
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1-X 1+(C-1)xn—-cxn+t1

P . - . . .
2 ’sz—o’ % N=1lpF o pt 238 L Langmuir == A2 5%
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312 R Aim & B R ¥ S63# A 4732 (ICP-AES)

B e TR 472 0 2 LR 8 s R (ICP)
FamBRiR P S RFFRE EFHRES RBFRI P R
HAT R B od W E - BAFSRI AL AR P ISR
g d AT RFAZI P o oET P2 P2 d
KFRZ BREHOEIRERTENATEZENER Lz A o

FI TR RS E A A R A R R R A A T PRFE o

ICP-AES ¥ A t5ihAi% ¢ i3 80 %46 57 HrE 2 ® > pfot 2
O ATE TR R AR AR S R B Ao P kIR 0 S - BT
S AR R ICP-AESF A L afiy - ZRFNRET e
BFR TS EAFZRA T - AL FPFARET PR TRS

iR ER -

A2 2 PR P-SN@SI0, 5 4 &k B Flpt 2 A v HF -2 3
R R R TR AR L RR AR HRALGT FEAFRFE

FEREY oo A RE2Z AL K Kontron > S-35 -
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AT AR PESN@SIO, PR F KRG PR F 2 ]
B3 b TR P R A S 2 B W fe
% TEOS 2 4r &~ 4R B R -0 &840 2 £ &0 0% 11
F Pt-Sn@SiO,ff g @ WH 5% > £ T S 2 AT R

TSR

Q) 2 p #7550 T 5 BB (HTTEM)Z A 4%

(2) X % b4 A 45 ik (XRD) 2 A 45

(3) it & 471 & 47 R (EDS)2 4 7

(4) - 4 & fherat oA 47 R(BET)Z A 45

O) & K48 & T H R+ 3 5L 3 & 4772 (ICP-AES) 2~ 41

6) #2.;8 & & (TPR)2 A 45
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ZORIGEA LRRTE AR BEY AR LY PR A AR

BES g

i
F_*

PRU-ieit s g3 FRAEF BEYEFF oo SR

BAaFPAFTEE ARG DF RER o% 4.1 % ‘%f@}; KRR

600°C% 650°C > B %W PR T A =mE F s o § 8R4

BRI R e ARG FH T 5 R4 TR i

KO @R TR B EY R RRE F R RF A L1

AR F BB G latme F R E 5 50ml/mine Rk R G 10% o

OPERS TR PES L Sy SRS R R

3041 G0 PR RMEF R B

Time(min) | Cpropane(%0) Ypropylene(%0) Spropylene (%0)

600°C | 650°C | 600°C | 650°C | 600°C | 650°C
30min | 8.36% | 16.57% | 1.72% | 4.57% | 20.54% | 27.58%
60min | 12.36% | 21.50% | 1.26% | 4.31% | 10.19% | 20.05%
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4.2 FRHLE Mg 3
AT F M EE R Tt RS AR R W i
- f LR UG 9 PtSn@Si0,; ¥ - fE i g R UK e

Pt'Sn @Alz 03 °

N RIS S e R N X

TACT R BIE R S 600°Co# AR 5 50 ml/miny Rk R 5 10% o

|k

fgu-& 5 0.59 -

4.2.1 €% Pt-Sn@Si0,2. TEOS (kR $ [ =W & & i enf: F
%42 5 TEOS 4 £ =% i & e 5 R i #ice TEOS

kR G 0.047TM > B R feB 4 FH 2 % 600°C % latm: & R L 1)

P R pibnig 5 50ml/min s Bk R 5 10% 0 H P Cpropane 5 [ %

2 i Ypropylene » TF 2 A% Spropylene FSE Jﬁigﬁ e
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% 4.2 % Pt-Sn@Si0,2. TEOS jk & %7 2% & & sz ¥ 5(t=1h)

TEOS 2. kB | Pt/Si 2 R Cpropane Ypropylene | Spropylene
(M) a (%) (%) (%)
0.047M 0.065 55.47% 41.04% 73.10%
0.0235M 0.130 59.35% 41.80% 70.43%
0.0157M 0.195 56.63% 36.35% 64.19%
0.0118M 0.260 65.82% 51.41% 78.11%
0.0078M 0.390 56.73% 43.48% 76.64%
0.0059M 0.520 41.75% 24.55% 58.80%
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(b)

Yield

60.00

50.00
4000 -9--0.047M
S " e e T A—0.0235M
< 30.00
2 —=—0015M

20.00 —e—0.0118M

10.00 - & - 0.0078M

oo0 o e 0.0059M
100 200 300
Time(min.)
Conversion

80

70

60
@ - --0.047M
< 50
E | m TTre-gT®g - & 0.0235M
Z 40
5 —a—0.0157M
=
g% ——0.0118M

20 —-0---0.0078M

0 fem 0.0059M

0

0 50 100 150 200 250 300
Time(min.)
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Selectivity
90.00
80.00
70.00
g 60.00 - #--0.0157M
£ 50.00 A 0.0235M
.>
g 10.00 0.0157M
& 2000 —e—0.0118M
20.00 @ 0.0078M
10.00
o0 L e 0.0059M
0 100 200 300

Time(min.)

Bl42 TEOS EARHpP =ma (a) F (D) FC)EHF2ZHE

5% 42> TEOS k& 5 0.118M p#(2% PY/Si i+ % 0.26)  #
"L T e A 5 5141% 0 5t i 5 65.82%% 5 M chiE B
78.11% ;% TEOS Jk & 5 0.059M(gt PU/Si it ++* 5 0.52)pF 3 =9 &

Flseni % 5 54 o 19358 4.1 v 2 p &5 7] TEOS jk B (2% PUSI &

‘I"_"l\‘*\

FU)VHF L bR EoARS 0 2 D PUSE R G g EF
PETARE > AF 2R FANEEL T 0 AT PUSI RS R

PR E el A A 4 o
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422 PUSN X2 w2 B4

L4l #% TEOS )k & 5 0.0018M 2 4% %
PU/Sneng Bt > 2% 5 1:05-1:12% 1:2> f'%%%g &
BAcm 4 T e % 600°C 2 latm > & ka8 5 50ml/min > 7

2 10% < % 4.3 57 F PUSN ey 8

K o
L

% 43 7 F Pt/Sn ehx B G2

\‘ﬁg-&%’_\:‘ ’]%’y’ 7 :%é]ﬁ—:,

b £ 4

FRE-HR =T F R

2oy

)35

g R s ¥

Mole Ratio of
Cpropane (%) ropylene (%) Spropylene (%)
Pt: Sn
1:0.5 46.56% 24.90% 53.48%
1:1 65.82% 51.41% 78.11%
1:2 56.80% 37.20% 65.49%
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(b)

Yield
60.00
50.00 —
~ 40.00 L
Ry . - A
3 y
< 30.00 - Ao +—Pt:Sn=1:1
= ‘m.
~ 20.00 e -l PtSn=1:0.5
Al T =1"
10.00 ™ *--- PtSn=1:2
0.00
50 100 150 200
Time(min.)
Conversion
80
70 \0—0—\
[ -
gso N P -
z 50 A S~A=--_-a
g4 . +— Pt:Sn=1:1
s LN WP ......n
£ 30 .m0 Pt:Sn=1:0.5
(=]
L 20
--& - PtSn=1:2
10
0
0 50 100 150 200
Time(min)
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(©)

Selectivity
90.00
80.00
£ 6000 - S A
;‘50_00 ‘B, T m.
%40.00 K2 ——Pt:Sn=1:1
=< 3000 ol PESN=1:0.5
“ 2000 - - - P1Sn=122
10.00
0.00
50 100 150 200
Time(min)
B 43 7 PUSN ch3 Bt b2 fREEE [ R & ()4 5 (b)i - 5

FEBRSFHPBERORLMILA AR 2§ AEH R

bR P RARL IR T 0 A

Frd

A3 7 Av, FABAN2 TR L LI PR K

dBA43 7 v kIpd R EHE £ B2 fPHR

ERFRAf R F o oy Mz 3R 5 L1

&
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423 Mg zEFEE 2 Pt-Sn/§ i 48(y-AlL,03) 78 4

et gk Wa g @ § 1 4R(y-ALOs) ¥ TER AR O R
F i 4p 8 g d Strem o 2 pEE > QAR L3R 53T senié £ 5
I F AP XA R B R e AWK EART
R EBATS G IR B R A HKREET A R A 2 A
FoR~T RS L D B YN HA I EETIRRE AR
Z 5. F R4 S latm FORE AR 5 600°C fi4-£ 8 5 0590 &
Eiin g 5 50ml/miny =k R 5 10%- 4 43 5 3 RiAAIZEER

LB TELE PR R A R R B

69



VIR NS FEES Py SR
. Cpropane(%0) | Yoropyiene(%6) | Spropyiene(%)
3 33K 22.36% 9.01% 40.30%
il 3 28.92% 12.88% 44.54%
z fi% 24.21% 2.79% 11.52%
z - f% 25.11% 8.24% 32.82%




(a)

(b)

Yield(%)

20.00
18.00
16.00
14.00
12.00
10.00
8.00
6.00
4.00
2.00
0.00

Yield

[ 3

50

100 150
Time(min)

200

Conversion(%)

40.00
35.00
30.00
25.00
20.00
15.00
10.00

5.00

0.00

Conversion

50

100 150
Time(min)

200
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(©)

Selectivity
60.00
50.00 -
- S A-
£ 4000 L3 P =4
< e . A’ —— Tk
= 30.00 . e T e
k= -A- ¥
2 2000 ‘\\ /’.___\. — 5
10.00 * ol 7R
0.00
0 50 100 150 200
Time(min)

Bl 44 7 FaHUE 2 EHP =T @QAFO)E F 2 (C)ER

Ly
(\s
R

d 4 44 T A 2 RARIAIELEBLR TEE 2 P4
P =Wg e F N BRI BHREY LEDRFORGAES [
Wb 2 A E R S fe g R TR 2 R RO WA
2 R O BB R R 2 TR ML F G { Ee
Al FI AR B B R ko AT IR B R R R

Rt F s 5-dk e
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43 FREAHFRRE F K2 BF

ARG 27 e oodE o A B ATl G I i i
Fresd F ik gt v g R WA e ke BT R AR
g PR g 2 B4 Pt-Sn@ SiO, (0.0118M

TEOS) > k& {7 F R if i ndF e o

ML K ROE ﬁﬂg%lj%]:

1. ff 4% %8 & :1400°C~700°C

2. F J&:8 & :400°C~700°C

3. FEE" f§4£ £ :0.159 ~ 0.25g ~ 0.50g ~ 1.00g
4. F b=k R 110% ~ 30%

5. F &£ :25ml/min ~ 50ml/min ~ 100ml/min ~ 200ml/min
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431 fHGCERIRHEFR®RE F B2 BE

EXPLSN & germSRpbkBR? > FTWLRRFE £ 4R
R pem R - AL Fpt 2 R RS ~ PVP BRGEA 0 A 5 0 #F AL
&R R fRETT T OPVP HF i 2B T E Y AR
PVP 4% » Bt § 7 5 3 Meni il o @ R4 & 5 7 4 g

P L A BF o 4 A5 SRR M SRE K Rl B

1045 WEERHPRMLF B BT

%538 B (°C) Coropane(?0) | Ypropylene(%0) | Spropylene(%0)
400 14.83% 1.33% 8.97%
500 22.37% 8.26% 36.91%
600 40.31% 18.47% 45.82%
700 40.41% 15.84% 39.20%
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X ; +— Conversion%
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20.00 7 A

NP L --m-- Yield(%)
15.00 = e = Selectivi
- — & — Selectivity
10.00 g
500 —_o==wmnT
0.00 ®°
400 450 500 550 600 650 700
EREECC)

Bl 45 WERRHP %ML F B2 B8

d % 452 Bl A5 7 dvo SR RARE P I EEPT R [
Wi F vk AR o A EREER G 600°C o WHE RAXE PR f
R4 Si0, ¢ hSI-OH4EE F1 5B AR B i 7%k F i %% Si-O-Si -
B B R c R ERRER  RIFILT A RRER . BiE

oo ARBUR R RREF ek T i
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432 F RBRM[ BREF B2 B
Ba FREITER LA TR od WM T KRG - wRBgE R

DR R - WORARATAEE T F B R RARR SR A DA

|~

fRE B R EELH G IR E R AR R TR F Y
WA FE R ABE TG RE FRRZ AR ES
4 FRREWMTR S EE @EAMEDN A R 467 00§
R R AR P AL EEY 2 2§ B F BB 5 600°C
o AR g gtk kg o P "(fpér_;‘;}“'?jg 3358% > i it I A
64.73% - % ¥ (TF & % > 600°CPF > 3 fﬁ FRI-ERTE T T
RAF RERER M PR T 3 IR

MR F BARF R e T AFTHRESFTT BBFBERT e r
0.25g 7 Pt-Sn@ Si0,(0.0118M TEOS)ff 4% > + /&R 4 5 latm > F &

g & B0ml/mine £ sy R =k R G 10%0 & BREP-HPERF 5 10min o
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0.00

REBEZHE

- ==
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) AT A “m
)/ .~ ., :
»-_N o --.._“ —e—vyicld(%)
’ A
e -~ m - conversion(%o)
a”‘.‘\\ A."’ / \ ..
e ‘;./ ~¢ --a--selectivity (%)
& .
"/v—
400 500 600 700
Temperature(°C)

B 46 < RERHF EWEF B
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Yield

9.0%

Yield

8.0%

7.0%

6.0%

5.0%
4.0%

--+--CH4

3.0%

— - C2H6

2.0%

—&— C2H4

1.0%

0.0% B——t——

400

B -B g

500 600 700
Temperature(°C)

800

B A7 FRERHE ST DB A2 & 5F

NS

=hg

Selectivity(%o)

18.0%

Selectivity

16.0%

14.0%

12.0%
10.0%
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--~--- CH4

— @ - C2H6
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4.0%
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bR FRE ABE TIRGF TS BT A EF ReDA S o
dRA4TZRA48F o §F RERARF - HEF BTAL DB AR
A& 5 AR R M 600°CRF » B ke g @ > B fRF B2 5 Fp

PlAF AL 28 RFV i RS AMER ) BFHT 3 E 2 AR

ToRF R R R, FLF RS 600°CHE - Bl i 52

(\x

ERFMELE LD A A AP FOAFEERFAE A AR

—
—=¥¢

¥ B RF BehF BRE R E RE LR FORE(XS o
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433 FRERHF ML F RLBYP

B F R BEG Y SR E LR R T A PR

\f“b

aal

B erpemd F S h A RE e L4189 5 A
o r JRELPEEY A R A K R F BT 600°C F PR G 60min £
R4 5 latm F g 5 50ml/min: £ gy p =k R 5 10% 0 2t
FRESEIAFAS S 126% 3 55 1236% > J 7 54(1)
FAT R AR RO E B E Y PR il OO R g i
2T REAEFFEFRIF B2 465 FALGEEH A RMmE
FRetB S 7o AT §EF AR 4 n e -

ax

w
Fa o d Tparrreeeeeeeeeneeeeens (1)

80



’
o %3
2

246 FHEEHFRRLF B2

el
=4

X

At ) Cpropane(%0) | Ypropylene(%0) | Spropylene(%0)
0.00 12.36% 1.26% 10.19%
0.15 40.31% 18.47% 45.82%
0.25 35.57% 31.77% 89.29%
0.50 65.82% 51.41% 78.11%
1.00 71.30% 52.79% 74.04%
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#d 46 Uk R W 49

v Aoy i

Fmegr Ao EEFE -
TR A TESE SRR Sy

B2 R R PR E G sl B R g
PR ARSI
R EEFIRE
100.00
90.00 A~
80.00 / e
70.00 Lo T = |
60.00 ,’ //_-—_
£ 50.00 i R a --m-- Yield(%)
40.00 / \{"" —— Conversion%
30.00 -
20.00 v — & — Selectivity
10.00 ¥— -
0.00 &
0 0.2 0.4 06 0.8 1 1.2
B EE(Q)
PLg = NS 5 3 A 4
FlA9 fR4LE B ma 2 B
PtoExHE
100.00
90.00 A~
80.00 / T
70.00 ! ——%
60.00 ! A
£5000 ! /o mommomemoeceeees - - -m-- Yicld(%)
40.00 =
30.00 S —— Conversion
20.00 x %
10.00 { s
0.00 ®°
0 0.05 0.1 0.15 0.2
Pt #(g)
Fl410 Ptz B$p 2mi 2 B8
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4B 411 ¥ oo A R4

B RRERTHP I R R

§ R RPARE o fJULT) 5 S E PRl o 45 § ]

FRIT 0 BRAF YL T o e 050 £ 1g 2[4

19: R P B 0250 0 0 A T e b 2 fPHRE VLA H wahp

60.00
50.00
40.00
g
3 3000 - +-025g
= ——--a__
Fal i Y
20,00 Al R ol 0.30g
10.00 ——1.00g
0.00
20 70 120 170 220
Time(min)
B4ll 72 FfHE b PERTHPR®RE 2 BE
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434 FRF(FR)EREF %%RE F BR2ZBE

AR R R RFEHARRD K 2 I o
EPAEPBRGORE RTRERFERSESDES A% T Pt-Sn@
Si0,(0.0118M TEOS) % (¥4t » £ & 600°C » & g /& + % latm» £
i g 5 50 ml /min> ff4-E 5 059 £ 47 S ERHA BmE

=
F

147 FEFERHERREF B B

[ =k & (%) Coropane(%0) Ypropylene(%0) Spropylene(%0)
10% 30% 10% 30% 10% 30%
30min 69.43% 55.98% | 52.31% | 33.82% | 75.34% | 60.41%
60min 65.82% 55.35% | 51.41% | 33.03% | 78.11% | 57.87%
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d 2477 FERKBF  AFZHELF YT TR
EBE 7 LERBRTF RAISERBCE2 L AP -FF
FORRES g AL RIAREF o FIF 5P R RF AL T
TF B R B A RMI R Ao d TH 412 Faro kR K
P B RPEFERA O BAROR T REE @A S iR T
s 0 F2 0 RRRFF BFFREF T i w R R R (F)
P AE 2 BR) o FI AR Y T g T A FARFIT T 0 R

BIVARR ) o

Yield
6000
50,00 S
DRl TR TR BT &---. g

4000
] ‘-"__‘ﬁ - + + + -
> 2000 --m--10%
=}
2 2000
= ——30%

10,00

0.00

0 50 100 150 200
Time(min)
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(b)

Conversion
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70 ]

-~

60 - B LR —— 1
50 —= + + -
40
30

20 ——30%

--m--10%

conversion%

10

0 50 100 150 200
Time(min)

Selectivity

40.00 --u--10%

——30%

0 50 100 150 200
Time(min)

M412 FRpERMPARWE A @AF (DEF 5% (QE RS

2

H

NS

7
~

86



F ol s AR R Pt F Y S i § LE R o 7]
PAPRERRRFE BRI RREF RIFEFEARE - F R
600°C » & Jg /R4 % latm- [ 2k & 10% » ff4-€ 5 0.59 0 BB

£ (25ml/min 2 50ml/min)% % 7 & (100ml/min 2 200ml/min) & & pF

FRT S - d Bl 4132 W 4147 5 LR Mindps > & &%
T EA AT AN E AR EHRE F R T A T
T (2 ABELETT 5 F B F M TR 2 it B
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(b)

(©)

Yield

T - - .- ~ -m | —e— 25ml/min

— @ — 50ml/min

50 100 150 200 250
Time(min)

conversion(%)

Conversion

—e—25ml/min

--m--50ml/min

50 100 150 200 250
Time(min)

selectivity(%)

100.00
90.00
80.00
70.00
60.00
50.00
40.00
30.00
20.00
10.00

0.00

Selectivity

—e—25ml/min

--m--50ml/min

50 100 150 200 250
Time(min)
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(a)

Yield
35.00
30.00 ’\\
25.00
o= ] \\
£ 2000 .
:g - \
S 1500 —mC “\.\_._. —e— 100ml/min
~ 1000 A e e |- - 200mmin
5.00
0.00
0 50 100 150 200 250
Time(mn)
Conversion
60.00
50.00 *
9 l\
€ 2000 -
S )
2 = :5-.\‘
Z 30.00 == —
2 PMEEMES S —— 100mY/min
£ 2000 .
@] - & - 200ml/min
10.00
0.00
0 50 100 150 200 250
Time(min)
(c)
Selectivity
70.00
60.00 :;_/.\
3 5000 Y. -
< “n I
'E 40.00 - =
£ 3000 ‘g™ —— 100ml/min
g 20.00 - -& - 200ml/min
10.00
0.00
0 50 100 150 200 250
Time(min)
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44 PRB-EPRE AL S 2

s

oo FRAEA R A 0 F B T SR KBRS 2 A7 fedd s Flpt A
BAERF BBk > AR ¥ e g es i al) o

Bitwid o fE-apl tenE it al) s AR ER Y PR L2 B E

d N S B

Th
[E
IRy
T
=K
Et
]
34
BR
By
b
W
3
Th
\__ﬁ
1%
Et
]
(w

R % 4o @] 4.15 #71 o

1.0

a(t)

0.0

Bl 415 HMEEPERE 2B R
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AFRF e F Ry 258 g3 RS A AR o f
RS2 BB -5 F P frd 2P afip? 2 kR'EHF
2B AT U R TN kR
R A
dF, = —rp'a(t)dW ------m-mmemmmm e (3)
¥t alt) RKfEv o
vdCy vodCa

a(t) = = Jwier T (4)

dW(-rar) ~ dWKkCh

VEVy Fl- BAFHIABAF > AEFIRRERE K ¥ L EX
Ve Ve RS (A)Y CAth B LR B R 2 A -

BF R R - PR EF o Rl

HWHEARF BB APTUSEI TGN g N L sv

RN (B)F ~ 54 (6) 0 AT B log
kgt = In~2 + Inln A2 oo @
d Wk Ca

12 nln A"“rt TR A5 5 kg #FES —In_-

91



X F % ¥ Pt-Sn@ Si0,(0.0118M TEOS) 2z fJic% % 8 F b B
P FEEARENER S 10% 0 F BEAR S 600°C KBRS 5]
atm  F A niE 5 50ml/min s 27 4 ] e R RapE 0 & 30
AERE - XN T ERTAFE T ERZAET AT HALE P AP
W R R EER R U E R T (7)IF R T
RIS G A SN e AR R0 @ 2 5 1 EDS

XRD it {3 {420 i % 0 IR F R S R 2

0.2 4

0.1 4

¢ Y=-0.0015x+ 0.1946
RZ=10.9555

Inln(CA0/CA)
[}

01 1

-0.2

0 50 100 150 200 250 300

time(min)

Bl 4.16 Pt-Sn@ Si0,(0.0118M TEOS) 2 i 4iiis |4 2 o FF 2. B % §]
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1R B 4.16 7 7 o Sod SN (7)ArtE A E R 0 BB L AR

AN

e

B34 B & ¥ #ich 0.0015(min~ 1)t 7 R W i 2 e

0 SN E AL TR oW 417 457 o d BT @0 kR
BE 2 P2 iE i 5 F i 0.0022(min™h) ot PR Y R Y 0 i 5
¥ # 0.00028(min~1) [16] > o »* = Jed @ H, G AR F A 7
P EFEREF B2 CED I FFRYSCH, FRPERF
7 Coke Rk A2 dm 2F %" N, 5 fFf e 4> Rl gH*c 7 Coke
F et 3 E K S Sk Rl SV o PG A B

3(?:@& ’ j%]"%"ﬁ Sz 8;{1 oy P ﬁ&l ml’g‘i_ll’ 38 o

02 -
04 -

-0.6 -

081 & y =-0.0022x - 0.9064

Inln(CAo/CA)

12 - TS

14 ] * *

’1.6 T T T T T
0 50 100 150 200 250 300

time(min)

B 4.17 Pt-Sn@ Al, 052 f§ £LiE 1+ 27 & fF 2 B 1% )
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#-Pt-Sn@ Si0,(0.0118M TEQS) 2 7 55 & #r(Arrhenius) = #2 3¢ &
B4 B i #Inkg2 (UT, — 1/T) (T B R @5 1 st By © 19 50 A 87
AR AT
kg = Ka(Ty)e 757
= Inky = Inky(To) + —4(UT, - 1/T)
HY kg F A SEEF VK RIIZEF Y #8.314 (J/mole-K)

B, : 478t i (Umole) T:@%EA (K) T,: F BELER

PR RET A EE Fiok 488418 7 B Maa F N AEHR,

#5E5 Inkg(Ty) » 2@ 225 F B+ 4 j7&7% 1 i E;=54.88(kJ/mole)

# 4.8 Pt-Sn@ Si0,(0.0118M TEOS)ff 4%-2- & /& 7% 1 ¢

F BsiE & (°C) kq (1/h) E,;(kJ/mole)
500 0.0906
550 0.1038 54.88
600 0.2448
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0.5

1

y = 6600.9x - 16.135

E 15 R2=0.8246 +
=

2

*
25 | *
3
0.00205 0.0021 0.00215 0.0022 0.00225
1/To-1/T

Bl 4.18 Pt-Sn@ Si0,(0.0118M TEOS)fJ -2 % 7% 7% 1 #e
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441 4@ ~% & 15 (EDS)

Bl 4.19 22 ] 4.20 A ©] & &7 9 Pt-Sn@ Si0,(0.0118M TEOS)f¥
BE EiE Ah PR B2 flilehd 6 o~ % A5 BI(F M 2 latm,
600°C, 10% propane, 50ml/min, ff4-& 0.50)° ~ 2% == & B 53t % 4.9

2 410 d B¥ VAot 53 Pt-Sn~Si2 O%~% - F

ARG Iang R, § S8R B 77 248W%0m ~

FOoFR R Y FRERS AR FERER AL R R
PRSI F 12 o B 4.21~ 4.23 A 452 55 % F B PE-Sn@y-Al0, it
* A AR R L R BB AT FART LS 2 fu s E A
R A 4114137 4o bt 2 A G b ST AR

AN SR ER S 2T RIS EAE
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# 4.9 Pt-Sn@ Si0,(0.0118M TEOS) A7 ff 2. % o ~ %

Element Weight(%o) Atomic(%o)
O 41.07 70.76

Si 23.46 23.03

Sn 13.25 3.08

Pt 22.22 3.14

Total 100

1 2 3 4 5 G T b
Full Scale 3530 ot Cursaor: 0.000 ke

B 4.19 Pt-Sn@ Si0,(0.0118M TEOS)37# ff 42 4 & =~ % 4 17 ]
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% 410 Pt-Sn@ Si0,(0.0118M TEOS)fF 45 F M is 2 % & ~ %
Element Weight(%o) Atomic(%o)
C 2.48 5.68
O 38.93 66.86
Si 21.25 20.79
Sn 15.61 3.61
Pt 21.74 3.06
Total 100

1

2 3 4 3 G 7 g

Full Scale 3530 cts Cursor; 0000 ke

@] 4.20 Pt-Sn@ Si0,(0.0118M TEOS)j 45 F s 2. 2 wm ~ % » 17 %
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411 Pt-Sn@y-Al,04(" B 5 %

R F 2 25 % B

Element Weight(%o) Atomic(%o)
C 5.54 9.11

O 48.33 59.66

Al 42.01 30.75

Sn 1.01 0.17

Pt 3.11 0.32

Total 100

1

5 4

Full Scale 4288 ct= Cursor; 0.000

F4.21 Pt-Sn@y-Al,05(7 ff 5 7%

ADFESEF Bis2 46 ~F A2 178
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% 412 Pt-Sn@y-Al,05(2 = 5 5 A A)PL-5F Bis2 4 m ~ %
Element Weight(%o) Atomic(%o)
C 7.36 12.62
O 44.80 57.66
Si 37.18 28.37
Sn 3.29 0.57
Pt 7.38 0.78
Total 100

T
1 2 3 q 5 G i o]
Full Scale 42858 ots Cursar: 0.000 ke

B 4.22 Pt-Sn@y-Al,05(2 = ff 5 3 ADFIELEF i 2 % 5 ~ % A 17§

100



# 413 Pt-Sn@y-Al,03(3 3+ R 2 3 RS F Bid2 29 ~ %

Element Weight(%o) Atomic(%o)
C 4.74 7.75

O 48.55 59.58

Al 44.50 32.38

Sn 1.11 0.18

Pt 1.09 0.11

Total 100

1 2 3 4 a B 7 g

Full Scale 33389 ct= Cursaor: 0.000 ket

Bl 4.23 Pt-Sn@y-Al,05(2 45 -k 3 A A LELGF Bis2 5 ~F A5 H
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442 X HMm¥ESTL 7 (XRD)

AP F 2. X kSRR L e i Ko 5150 0 BB P T R
i = 40kv &2 30mA- 4 By 4= [F]: 10"~ 80" % B2k F scane rate: 6°/min >
sampling interval: 0.02°:& = & #7 - B 4.24 % #7 # 1 Pt-Sn@
Si0, (0.0118M TEOS)ff 44 & & ‘S PF PR F & 2 ff 4
X BT SEE o fRE-R R o 0 SI0, ¥E842% B 5 20 = 23"~ 367 2. FF s
Jets 2  fR4-P BF > AR R > F OB {S fT 4T B B o PISn MESE
BB ATBEEHARBRF RV E PRGN A CHEE S
20 =25°~30°~ 41°-~ 62°> v)l?cr‘ Epor PtSn S8+ =% 5 20 =25°-

30° ~ 41° 52°~ 62° - [21]

Intensity

0 10 20 30 40 50 60 70 80
2 Theta/degree

B 4.24 Pt-Sn@ Si0,(0.0118M TEOS) F v {6 2. X B4R SE5F 4 17 B]
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443 fREE 4 2 43

PR B R R R ts SRR E Y T A5 3 AL A
Bk Bt 2 RSB R A AR N 490 R B H R R L R o
AR 2R ¥F 1S P-Sn@ Si0,(0.0118M TEOS) 2 ff 4ic ¥ B 8 %%
12 1°C/min 4 w38 £ 100°C ~ 200°C ~ 300°C ~ 400°C % 500°C » i 4
WA 2h e T E 4 cd B 425 7T @ L4 B2 PR
GMEF o F R REATHEEC R LR L AT PRA
Bagd A BRARR R A AP F SRS ATEEE R
# 0.029~0.05g » Fpt 2| ¥ H £ & £ ZFRATA L T E o

(a)

.
Yield
60.00
50.00 My
.- -8 -

— 40.00 -
=2
<
< 30.00 —— MR
2]
S - u- B4

20.00

10.00

0.00
0 50 100 150 200 250 300
Time(min)
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(b)

80.00
70.00

. 60.00

&

< 5000

(=]

2 2000

=

2 30,00

2 30

[=]

3 20,00
10.00
0.00

Conversion

“a-a
.- -8 g -u

—— M A
- - B A

100 200
Time(min)

300

(©)

90.00
80.00
70.00
60.00

£°5000

=
gamm

g 20.00
20.00
10.00

0.00

(%

Selectivity

—— SRR RL
- - B

100 200
Time(min)

300

Bl 425 R 2fp=nirF g (@D42AF (DECF2 (O)EHF

> B
pod

7
~ A

NS

.
+

104
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4.5 fR i~ 7

* &4]* BET ~EDS - SEM ~ TEM ~ ICP-AES ~ TPR 4 47 4% 4 3¢
FRELz ma s Ao ffr B H s B
451 BET & I F2Z & 15

%%‘r} MICROMERITICS 7 ASAP 2020 # & # 2231 F & 7 &k c4

15> 7 A 45 2 BB B 600°CHME 4 | FE 15 » 15 400°CE 5 B f eh

Pt-Sn@ Si0,(0.0118M TEOS)2. 7 [ & £ B2 2 fg % L A 17 ©

# 4.14 Pt-Sn@ Si0,(0.0118M TEOS)# I+ £ i+ 2. % & # % 3L

/w\ ”}f[ 1~
FRE-E &V B Surface Pore volume
Pore size(A)
(Pt : Sn) area(m?/g) (cm?/g)
1:0.5 50.286 109.775 0.14164
1:1 137.413 81.191 0.28427
1:2 108.631 74.387 0.20602
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154 414 TR A A AX B 65 LIEE R F) G

BEBVLE LI P AS T FAEE RRPERS FAESE S F

PR FAE T RR TN ERT S TR RS RTRE
SRRl -F - R NS SN R LN 3 o B AL - HR IS S
o IV %E'ﬁf]f‘uffﬁﬂr‘%“é M od % 4157 4> TEOS jk & 4% % » Pore size

AR 0 AT AR B RARS o ORI FAR S o

% 415 Pt-Sn@ Si0, 7 I TEOS ik & 2 % & 4§ & 3“ /24 17 %

TEOS 2 £ B Surface | Pore volume
M) Pore size(A)

area(m”/g) (cm?/g)
0.047M 113.423 89.362 0.27786
0.0235M 111.814 88.002 0.25120
0.0157M 122.874 85.808 0.20505
0.0118M 137.413 81.191 0.28427
0.0078M 108.281 73.019 0.20204
0.0059M 95.948 69.860 0.17274

106



452 & Al 4 47 R(EDS)2 & 11
EDS #41% § + HFH SN2 XHR i Atzn

GO MR SRR TR AL e B A AR L

<~ HFHLRFY w2 JOEL JSSM-7000F #74# §*2. EDS & 47 @ & o

= A A 452 % % F 2 P-Sn@ Si0,(0.0118M TEOS) % & &

S BB AP PL A BT A AR o & 416 % B 4.26

e T AVE Ll Z e VERZIPLE SN Z RIE A

Wt G 494%% 597% > Hyx Rt g5 1120 & 417 2 B 427 5 &

E¥Mil L 105a kA PLE SN2 A%k B3 F A S 051%%

479% > £B/EB W5 105 %4182 B 428 5 &6 45800 5 12

% A »PtZ Snz A% | A 5 377%% 512% 0 & 5 A

B R B P T rr P S N
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# 4.16 Pt-Sn@ Si0,(0.0118M)f§ 4 Pt:Sn & £+ & 5 1:1 2 EDS #

¥

Element Weight(%o) Atomic(%o)
O 32.31 67.76
Si 17.85 21.32
Sn 21.11 5.97
Pt 28.74 4,94
Total 100

1 3 4 5 B 7 8

Full Scale 641 cts Cursor: 0.000

keV

B 4.26 Pt-Sn@ Si0,(0.0118M)fg 4 Pt:Sn & £ 4] % 1:1 2 EDS Bl
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% 417 Pt-Sn@Si0,(0.0118M)f§ 4% Pt:Sn & %+ ] 5 1:0.5 2. EDS #ic#h

Element Weight(%b) Atomic(%o)
O 28.30 70.40

Si 10.79 15.29

Sn 14.30 4.79

Pt 46.61 9.51

Total 100

Spectrum 1

o Dy MEE BEE SR foo e BED e o ook D 2R S

1 2 3 4 5 6 7 8
Full Scale 924 cts Cursor: 0.000 ke

Bl 4.27 Pt-Sn@ Si0,(0.0118M)f§ 4 Pt:Sn & £+ & % 1:0.5 2. EDS Bl
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# 4.18 Pt-Sn@ Si0,(0.0118M)f§ & Pt:Sn & £+ & 5 1:2 2 EDS #

W5
Element Weight(%o) Atomic(%o)
O 38.05 72.10
Si 17.61 19.00
Sn 20.06 5.12
Pt 24.27 3.77
Total 100

Spectrum 1

Full Scale 1364 cts Cursor; 0.000 kel

B 4.28 Pt-Sn@ Si0,(0.0118M)fg 4 Pt:Sn & £ 4] % 1:2 2. EDS Bl
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453 #HFFHFH T BRKEE(FE-SEM)Z2. & 45

AFEHRATHE 2 PENAESD BB HFR ST S EiksE

(FE-SEM)pL & 4t L2 F 53025 > 2 B % 4o 4.29 ~ 4.34 %757 >
FiE 7 5TV MBI AR R § 3708 e F TEOS ik

Bopt o s S g%ﬁ—i%’] PR Fl G AT RPN o
FE{E-HFEAPENPYE EF I RERLE L P EREE

CREAIEE Vo I R

SEl 10.0kY¥ >{10,000 Tum WD 10.0mm

B 4.29 Pt-Sn@ Si0,(0.047M)ff 4%-2. TFSEM Rl (x 10000)
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SEI 10.0kYY X10,000 Tum WD 10.1mm

B 4.30 Pt-Sn@ Si0,(0.0235M)f§ 42 TFSEM B (x 10000)

10.0kY 10,000 Tum WD 10.1mm

B 4.31 Pt-Sn@ Si0,(0.0157M)j§ 42 TFSEM B (x 10000)
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SEI 10.0ky¥  X10,000 1um WD 10.1mm

B 4.33 Pt-Sn@ Si0,(0.0078M)j§ 4-2. TFSEM B (X 10000)
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SEI 10.0kY 10,000 1um WD 10.1mm

Bl 4.34 Pt-Sn@ Si0,(0.0059M)jj 42 TFSEM (X 10000)

454 2pEEETENTFREE (TEM)2L £ 45
AN PEEd 2 p BT BN T F K s (Transmission
Electron Microscopy > TEM)A 477 e B A& 5 & &7 B & 57 2 TEM
Bl - B1435~442° 74 1 PtSn & & ridm [ RERA A Ao
Foa B IRP c LARE 2353 0 TR AT AN &5

SRR
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B 4.36  Pt-Sn@ Si0,(0.0235M)ff 4-2. TEM M@
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B 4.37 Pt-Sn@ Si0,(0.0157M)j§ 4%-2. TEM ]

B 4.38 Pt-Sn@ Si0,(0.0118M)f§ &-2. TEM Bl
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B 4.39 Pt-Sn@ Si0,(0.0078M)f§ 4-2. TEM H]

B 4.40 Pt-Sn@ Si0,(0.0059M)7§ 42 TEM ]
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455 REMER

5;& + g 8¢5k 3 4 7 R (ICP-AES) 2. 4 47

PRSI £ BT RT A L RS TR sk

3 2 47 & ( Inductively Coupled Plasma Atomic Emission Spectroscopy °

ICP-AES)#7ip| 7 » 4o 4.19 2 4.20 #7571 -

%2419 2 REEEREZEEE:E

F A Si Pt Sn
wt% | 5328k wt% | ¥ 28| wtv | F 2k
Pt-Sn@ Si0,(0.047M) | 227 | 1.621 | 228 | 0.117 | 125 | 0.105
Pt-Sn@ Si0,(0.0235M) | 16.3 | 1.164 | 29.0 | 0.149 | 132 | 0.111
Pt-Sn@ Si0,(0.0118M) | 17.0 | 1.214 | 250 | 0.128 | 6.88 | 0.058
Pt-Sn@ Si0,(0.0058M) | 0.8 | 0.057 | 11.4 | 0.0584 | 6.16 | 0.052
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% 420 Pt-Sn@ Si0,(0.0118M)ff 4% I £ & b2 2 5 £

%Ptz Snzgawn Si(wt%) Pt(wt%) Sn(wt%)

wt% | X 28| wtv | X 2H| wto |Z B

1:0.5 17.3 1.236 34.7 0.178 5.22 0.044
1:1 17.0 1.214 25.0 0.128 6.88 0.058
1:2 15.9 1.136 29.3 0.150 19.5 0.164

F1* sol-gel i+ W& i 4@ 313 I 38 5 A 2 7 = PUSn vt ]2
£ R % 419 KT w B4R TEOS (kR » £ & pride 2

Pt/Si 3 B #cpiT o it TEOS jE & % 0.0118M P¥ » ff 452 Pt/Sn & 2w

2Rl PR o2 PUSH ¥R dc) L8 P15 G % 5P SNCL 3 &
SHTRRME A ATA 0 3 B ER R R BREL -

119



4.5.6

BB R2Z L7

WA B AR > 0 F R R 600°CT 0 WUE4 ] pE o Y

LT A HBEREBT A R P RS S

WafgRhar B¢ > d £ 421 ¥ § TEOS ERARE > 47

BA R  BRGER T ERARS 0 d TR A4LE 442 7 o

# Ip TEOS & A& 79 & c0ff 45 5 & _70°CH 438 & » 135°C~220°C ¢ 7

BREFE o d 242 Vi FHFRARSECTPR AL » 4

e AR R

% 419 Pt-Sn@ Si0,# F TEOS ik B 2 £ i+ 5| (71 4-£ 0.30)

sz‘r’_‘%%

o R

CuO(wt%)

Cu(mole)

TEOS

o R

PtSn(mole)

Cuo/Zn0O

1149651712

63.50%

0.000798

0.047M

153159808

0.00011

0.0235M

186907856

0.00013

0.0157M

259155408

0.00018

0.0118M

390374752

0.00027

0.0078M

463065120

0.00032

0.0059M

465092480

0.00032
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mv

PtSN@SiO2(0.047M).CHR

PtSNn@Sio2(0.0235M).CHR
PtSN@SiO2(0.0157M).CHR
PtSN@SiO2(0.0118M).CHR
PtSNn@SiO2(0.0078M).CHR
PtSN@SiO2(0.0059M).CHR

% 4.22 Pt-Sn@ Si0,(0.0118M) 7 I & £+t ]2 & v

50 100

150

300

Bl 4.41 7k TEOS k& @ & «1ff 4~2 TPR Bl

o1 (7 4% 0.30)

c g W CuO(wt%) |Cu(mole)| £ - & | & #  |PtSn(mole)
1:0.5 269412703 | 0.000187
Cuo/ZnO | 1149651712 | 63.50% |0.000798 1:1 390374752 | 0.000271
1:2 543487680 | 0.000377
- PtSNn@Si02(0.0118M)-1.05.CHR
PtSN@SiO2(0.0118M)-1.1.CHR
PtSNn@SiO2(0.0118M)-1.2.CHR

Bl 442 7 F & & )8 & i 42 TPR B
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46 #4 BN
BERG F PR P REY L EF G B R
AR R A 2 S B b gt d R T F R A

BRSZ R R R AR ET T I A E RN 2 N T

'/:F o
A=B+C.ooevieei, (1)
Hd A C3H8 B: C3H6 C H2
%n%_& BT gE 45N g
: . dFsy _ 4
1. Design equation: T = TA eeeee (2)
! CgCc
2. Rate law: 1y = kqa[Cp — m | PPN )
eq
1-X
3. Stoichiometry: Ca = Cpg o (4)
X
Cg = Cyo T (5)
X
Cc = Cag oo (6)
6 +Vj X CO L B 22
#¢ C —CAO 1reX Cao » F e Azd b > 0 _CAO ) 38 i

va=-—lovg=ve=1;8 5%, 6= Y 00(F L) s Achjr ¥ B

A Fy=01>8%1>2e=01 k{5 F id & ¥ e
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4. Combine:

CA02X2
] kia [CAO 1+eX Keq(1+s><)2]""(7)

. . _ Cao(1-X)
CFa=CaV = SRy e (®)

CgCc

, _ dFu
1‘A—d_—k1 [CA

#(8)%F » (7)

1-X Cpo’X?
= CpoV= (—1+ X) 1alCA0 e (1+EX)z] ................. )

By & ¥ #i #(10)F ~ (9)

d [1-X _ 1-X CaoX?
=>CaoV e (o) = kye C -~
A0 qw \1+ex 1 AO[1+sx Keq(1+£X)2]

d [1-X _ 1-X CaoX?
= V_ ( ) — kle kdt[ _ A0 2]
dW \1+&X 1+eX  Keq(1+€X)

= —(1+ VX = ke ket [(1 - X)(1+eX) - L] . (11)

{(1L) 4k 4

X = dw

—(1+4¢) _ kgekat

= J CanX? d
(1-X)( 1+£)—%
Aér=10W R BEE(Q) V5 ik (ml/min)

1
Keq(l—X)( 1+eX)—CpoX?

= In(kqT) — kgt = In[[

29 Keq o T ¥ dc
_ CeCce
= Keq N Cae
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1
;Iz‘]n[f Keq(l—X)( 1+eX)—CpoX? ]

3:1‘1: lT:—m [E)' E'J £l 1}‘: A é“ &_E’Ay\ gv‘J ¥
F@kq1 2 ky > drd 423 2 B 443 757 o F U F A 4 P-Sn@
Si0,(0.0118M TEOS) & F f&if B % 600°C 2 % & & % #kcky 2

0.1008(1/h) » k, % 21.256(m3/kg.h)

% 4.24 % f§ 4L Pt-Sn@ Si0,(0.0118M TEOS) &7 I if & it {7 5
48N e ari@ 2 kB 0 L R 32 R 2(Arrhenius) = 258 F S R o

#-Ink &2 UT iT@ RE L Eae PR R 2773 25840 ¢

. = Ae(-Ea/RD)

Ink = InA- 221
= = - —(—
n n R(T

Nlud

L SRR LI i 3 A IR F]S
Ea: &t (U/mole) T:%¥ER (K
R: 12 % 48 ¥ # 8.314 (J/mole-K)

Bl 444 P e el F A L-Ea/lR, #iE5 INA> Em 28 7 B2 F it

se Ea -
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% 423 12 Pt-Sn@ Si0,(0.0118M)f§ 4L & 600°C T i& {7 6 4 # 4 45

Ti i X(% .
ime(min) (%) f Keq(1 —X)(1 + £X) — C40X? x

30 69.43 1.2516
60 65.82 1.1213
90 65.23 1.1017
120 65.03 1.0952
150 62.30 1.0105
180 59.75 0.9380
210 58.17 0.8959
240 57.94 0.8899

1.4

1.2 -

1 -
0.8 -
y =-0.00168 x + 1.26490

o 067 R? = 0.94650
=2
= 0.4 -

0.2 -

0
0 50 100 150 200 250 300
Time(min)

B 4.43 12 Pt-Sn@ Si0,(0.0118M)§ 4 7= 600°C T & {78+ 4 & & 47
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+500

t(min)

15 4 m550
A 600
1 .|
05 - y =-0.00408x + 0.05889
a O
- R*=0.99987
=2
Moo ‘\‘\A
v=-0.00173x - 0.53674
2=10.99544
-0.5 -
T =
y=-0.00151x-1.11725
-1 4 2=10.86655
& R
_1-5 T T T 1
0 10 20 30 40 50 60 70

B 4.44 2 Pt-Sn@ Si0,(0.0118M)fg 4t

% 424 12 Pt-Sn@ Si0,(0.0118M)§ 4 &

PRERTEGAR A E LT

PRRERTEERS E ST

F BB R(°C) k, (m3/kg.h) Ea(kJ/mole)
500 1.963
550 3.508 65.889
600 6.634
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2 -
1.8
1.6
1.4 -
1.2 4

1 -
0.8 -
0.6

0.4 7 y =-7925.1x + 10.913

0.2 - R? = 0.9982
0 T T T T 1
0.0011 0.00115 0.0012 0.00125 0.0013 0.00135

1TK)

Ink1

Bl 4.45 2 Ink $+ 1/T (€ B K EF 1

d % 4247 i F 445 Pt-Sn@ Si0,(0.0118M)f 4.1+ /5 2%
i 2 71 i Ea 5 65.889(KI/mole) » #2 % fx ¥ #3117 Pt-Sn y-Al,0;
BLC R E L 28 4 Ea b 62.70(k)/mole) » B K Ap 4 0 F

TP AT %A E 2 P-SN@ SiO,ff gi § ookl BV E R E RO e
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-gg

¥I% %

j\p;‘z iR {g # 1},/\ ’93/; é(stober method)" A '"'T%‘_Ii’f ! rﬂf‘

BB R R R Bt R [ 0 E F KRR B ER R R
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