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1. zlgﬁ}gi‘ao)ag/j ............................. 1
O BFZCBEFRHAE L = A /LA Rl e v v o v e e e e e e e e e e e e e 1
3. BFTREETE RN « » o v o e e e e e e e e e e e e e e e e 3

3—1. BRISETIVERE

3 — 2. 09/S02/SOs A Bt &

3— 3. HEAMILYRIED SOz k3 522 E M

3—4. VU BIRBIZE TS S0, SOsHRN 1A X
3—5. AAH U BEDMERLIE & 0o/SO5 45 Bl s
3 — 6. SOs/H0 #iZilEr

3 — 7. BIRKARKEEE AR

3 — 8. SOs /MR B S~ s H

3—9. L&

3—10. S%OE

4. SRERFEIRFERE « » ¢+ ¢ 0 0 0 0 e e e e e e e e e e e e e e e e e e e 26
5. BFFFHFASERE « ¢ ¢ ¢ ¢ o o o o o o e e e e e e e e e e e e e e e e 28
6. ZETLHR « » » ¢ o o o o o o o e e e e e e e e e e e e e e e e e e e 28
M

X 1. A= —LIZLDT Y DRy b T—7 HliEOHERS

X 2. HoSO4 DB SUSROIEEMRAFME (2F 1 atm)

3. BEREISET VX

4. SO #i bR DA SR A7 (51 Z X 72 L, Fsos,0 = 1.5x1075 mol s71, pr= 100 kPa)

5. 5 m D SOz bR 71 7 7 A )V (5| Z R Z 72 L, Fsoso = 1.5X1075 mol s71, pr=
100 kPa)

X 6 . Bl /7 1123 1) D SOs #nfbdds X ORI /) Cle i 73 E & Ik otk L 72 poe/pr
7u 77 AMT =900 K, Fs,o =1.5%10% mol s71, P,, =107 mol m2 s~!

Pa1, 02/SO2 it 1.414, 02/SOsiFim=tk 70, pr =100 kPa, pp =5 kPa, wy =
159

X1 7. 800-1000 K (ZE1F 5 SOs#sfbR & O BimRDOBME (02/S02 Bl = 1.414,
02/S03 %R = 70, pr =100 kPa, pp =5kPa, wey =1.5g)

8. SOs#i{l= L 0/S0s, 02/SOsFiEm=R LD BEf%

(T =900 K, Fy,0 =1.5X105mol 7%, P,, =107 mol m2s! Pal,

02/SO2 %3 b 1.414, O2/S033% 13 L 70, pr = 100 kPa, pp =5kPa, w.y =1.5g)



9. 02/S0/SO3 1751t Bk 4 & HE S [X]

1 0. FTIR (T XL % SiOg &l % V= 02/S02/SO3 52 /T OFRRFZAL,

1 1. 550CHERK Si0O2-ZrOs2 (Si/Zr=1/1) /v SOs =itk (550°C) ® FTIR A
~Z7 kL (400-4000 cm™)

1 2. SiOz-ZrOz (Si/Zr=1, 9) KD SOsFH (550°C) (ZF1T D Oz FHiZFEOREIRF

24k,
1 3. SiOg-ZrOg H g DX HFLEE & SOs ZXPHA. (550°C) &FZ1% D O il 2 HERT
ROEAMR

1 4. 550°CHERK Si02 %D SOs RIS (550°C) (ZH1T 2 dith =R DOfRRF 21k

1 5. 600°CHERk SO R SO3 ZFAK. (300-600°C) REEERIH I 51T 2 Fil R D%
AL

1 6. 600°CHERL > U UARBUTI T D Oz, SOz, SOs i = D i LK A7 E

1 7. SUEEE DR 2 Si0y RIEOFEIERS T RAKEN (a) 550°C, (b)600°C

1 8. BTESE 0D E MLl O KR~ v —

X1 9. ML (600°C, 5h) Ritkd BTESE B (M-1) OKURZERy TAMEKAAME
(300°C)

2 0. #5EMLERE (400-550°C, No/air) (2351 5 300°CHE BTESE B (M-2) D%
221k

(42 1. AL (400-550°C, No/air) BTESE i (M-2) O5KAEEIRE DRk
# (300°C)

2 2. BEERIEIC L% BTESE 7 L0 iR m LR IAR C D% E VR 55 7 1 —

2 3. BULFLSA:A BTESE 4 /L0 600°CHEA{LALERZ EME~JIE - 2

X2 4. BERIRE D725 BTESE 5 (550°C (a) (M-3), 300°C (b) (M-4)) @ 550°C
WAL AL BT #% oD SR 2508 R 5 AR A7 (B00C)

25. ANA U ABICET D 0/S0s BithF b & 02 HEFE OB (500°C)

2 6. SOyH:0 BEMBIEBISK (2 : Kif 7 n—, 4 : RIKB)

2 7. 550C, SOs/H20 #FEERIC L D7 /L T M D No iR DR 2 b

X2 8. FiEjgA, BALIGIZIT D SOzt EORIFZL (600°C)

# 1. HELERE (400-550°C, No/air) (2#51F % BTESE i (M-2) 0 300°CKikZ ik
=320

#£2. VU RO EIRAKAFHCRERNR (500C, KAKIIE 30 kPa, ZEEHFH
156h) 12615 Ne, CF4iFil=R & No/CFy Bt bt

# 3. SO RIS SRM



1. AHHEDHH

KA BB 51213 4000 °C DLEDRERMIEL L 700, Z OIRE &2 ER T D OILRE
Thbd, ZHUCH L THEOILTFRICERAGEDE D Z LICL - T, KEXVESCHIRE
TR THfiET 5 2 EMTE HEYLFKREFERIEERS T SN TW5D, Bk IS 7' ek Rid,
FElOK (H0)% =3 v (B X0 mbhiis (SO & Kt S¥T, 3 vikkdE (HD &
it (HeSONZAMEY, ZNOEEGL TKBLBFELZRETHLOTHD, ZO—HDKX
JEOHCHEERIX, FRoo X 912Kk E =@ bhizg (SO L, X HIEmiE (8 800 °C)
T S0s & (O fRT 5,

H2SO0, — SO3+ H:0 (600-700 K)

SO3 — SOz + 0.502 (1100-1400 K)

TS DISIT MRS TH Y, FilRIX 600-700 K (300—400°C) TESG RS 5D
[k LT, SOs%3fi#1E 1100-1400K (800—1100C) & MiRALETH Y, FIGEADARD
Ir7p B OSIEBRELOFIFI N K E D, £ 2 TOMBIGSD KIS ERYM TH 5BHE (BLO
SO & IRMIZH & < Z & TRUS P &2 ZERRAlic > 7 b &8, SO Rt % 600°CF:
FEOMKIETITY) 22 AL T, YW N — 7 CIImE S BEIROBIRE 21772 > 72,

— AT BRI 2 LI & LRI R S 4, O BEIRERIE 5 7 & ALY X2 D
<1, BIOEMILBUICHYN T 5, SOs1% SOz &R TH T A AMKENETHIS
DT, EEFEOBFICE L T, o FEifEIC IS\ 02/802/S0s rBfED 72 D
ZHBENRDORRRE EIT o2, BFFZREOMBEM E LT, MWEWE, maEMErs, U IR0
A B, SESRGOKRE{LE K> T,

FROBMEERT H-OIC, Tied X DI IEE 2348 LT,

(1)02/S02/S03 531 5 D WVRFERHAM, (D EERLMRZIUEM OB, OfEE(LT v
> NIC X 2 HIFLEE I DB %, WFFERR%EIA H (2)(3) TIXZ AL B OB 217V, Z4
LAV DME % T 02/S02/SOs /7Bl L 7= Ml AL HIE 21T - 72,

2. WHEBRARAIEL A VA h—
(1) 02/S02/S03 53 1 5B\ EEA:FEAM

AFZEBARE I H (1) TlE, 02/S02/SO0s 73 f-Hiketit i Z b5 2 L2 B E T 5, 47
Tz BB L T AR BETIE, A APBOTEHETHDL Z ENPHLNTH D,
BFEOMILREZ AT HZFEBREZER L, SO & SO 721 Th <, T REMPEEmO T A (7=
& z1%, He, Hg, N3, CHy, SF472 &) OFmFrEA R4 RiRERL L ONESN THIET S Z
& T, SOz & SOs Dy FREHTET D,

(2) AW R 2 LB DO BHRS
WFFEBAZTE B (2) ClX, LB E LT, MRS ICEN S Si02 Z2X—RX & LT,
Zr, Ti7e EO&R R—7 12 L DMALEHIE 21772 5, Si02 1%, miRKAKFEES T Tl
VIUH Xy MU= DBLNEEZ D Z ENmHLNTWS (1], —77, Zr = Ti 72 CIks b
1



AL TH Y, B (MEVE, KEVZEMERE) 284255, TOMAREIT 1 nm
RETHY, 02/S0/SOs3 7 HEICIIRETEDLEZXONDLZW, AWIZETIE, THEE L
THAEMRIEWRIEEZ NS,

(3) HEE b7V 2 & v R X 2 AL IR o B 7%

fFZEBHETE H (3) Tid, M (b7 v ask v RIC L DAL 2R A5, HRE T v af
VRELT OB T T V3% R(EtO)s=Si-R-Si=(0Et)s, ) (7 /L% L > % : R=CnHan,
Trx=L U CeHy, O72E) ORMERET D, = FF T N OEt (I T ThK ) fiE
Ly Xy oats Si-O-Si-2 kLR b, @ofibd s, BT 7Lraxy KT, Si
&SI OMICHMEERERZAT 5720 Si & Si ORI EZ KRE <O & T, M1ITR
TETHERD L) HEL 0 B AL 2L — A ZHIE LT, 02/SOs 4Bl L 7=l FLAES
WEIT72 9, Fio, ®IRBIEEHAK TOAEHEREDO MR EZ kLT, AT
U RO EE R 2 BF5E B AT 5,

AR ~
(EtO);-Si-CH,CH,-Si-(OEt), BTESE
(bis(triethoxysily)ethane
-CH,CH,- :spacer - BigI V) higE
(e}
‘ OH S‘/,\\ ISi o) /éi: o S'\’;.
_g—0~Si 07 SLTon c N c s
SN N S 0 L TN
? /sl/foH Lo (\: O’Si/—o\ s (.;
/Sro No—Si\ o i \C Si{
Socon | Og-0msi \ o, ¢
r\s/\ ° o'l\ C S
0 Lo o N o0
HO S‘I VAR \SI\O/ O/Sli\
\_ TEOS BTESE /

1 AN—HP—{EIC LDV xRy MU — 7 HlE O

USRI, ERAKREGRF SIS B WD CIIALERE DB (LT 5 Z e nliE shvTn b,
Xy NU—IEIZEBRA A F—7R, BERRE 2325 2 & TRESEHKICHBIT 5
R EME 2 L TE 20, iz L 0 EEENME T35 (1], KEKOFR D13
A R, He LRIFRET SABRETHDLZ D, 02, SOz, SOs & DyEEITZLFLIFEIZ LY
KNHATIR D Z N AHET, HeO EIEFZMRIZ LV HeO ZFRE LI, WM
02/S02/S0s 77517729 Z L b B AT AL LTRREIND,

ZDT, LT O X D 1Tl & KREGAZ 31T B e 2 /0 BERE R % B AR E 2 32 & L7z,
728, KERARICHIT 5 OB N U I OEAD T —H/NE 7o TWDH N, #
TESMH Oz & 0 sl E ORISR ITZER FIRETH S, UL EEFEEL, TEz~A /L

2



Ab—=vE LT

RIS H26 #J% [#3FE1%E1EE 1x108 mol/(m? s Pa), HimEL: (02/S0s) >2
H27 4  W#FEBHiEE 1x10° mol/(m? s Pa), &R (02/S03) >5
H28 4/ We#E %% 5x108 mol/(m? s Pa), %R (02/S03) >20
H29 FE  R#EFHIHER 1x10"mol/(m2? s Pa), FimEH (02/S03) >20

KRG H28 4EE  SOs/HoO ik el il i 2 i
H29 £ FR#FEZIEE 1x108mol/(m2 s Pa), BEimELt (02/S03) >10

3. WFEEINA

3—1. BERISET NVEHE

X 2 12 HoSO0u4 O A S 2R DI FERATF M 2 7T, HaSO04 13 450 K #2FE 225 HoO & SOs
(203 fR%, S BICHERT SOz & 0212533 %, SOs#xfk3#i% 900 K T 0.28, 1400 K T
0.95 FRETH o7, SOs SIS ZARIE TIT 5 72012, BRRFERME AV TS Tl % o
7 hTHZEEBEELTHBIROBRREEIT/ ) LENRD Y, BEERBHR IS 2 fEIC T 5
728, BRINET VEREZIT/R -7,

Composition (moles)

300 600 900 1200 _ 1500
Temperature [K]

2 HsSO4 DY ISROIEERENE (2F 1 atm)

SITARMFE THWEEFER S Y R = L— 3 Y OET VK ERT, £ OMHE,
FEfoE/REIFN (1), (2) THERXBRD, fEB, ARSET VTR TR

3



JEEROILEE T —, BB L OWMEORBEESIIER T 5L L, £/, M IGHE
&L, BUSHPETE < A AR Y S2o & LT,

Feed — “" ‘“_’ > Retentate
F; (0) : Fl|z§ Fllz«l: F,(L)
Catalysts :
Membrane
> —— : > » Permeate
0, (0) ol L O | v (1)
:‘ Z AE‘ dz ‘, !
=0 z=L
3 AR ST T VX
HER 1R
dF;
2y TaWeat ~ sP;(x;pr — yipp) (1)
48
do:
O (2)

Fr sP;(xipr — YiPp)
Z 2T, IR OBEARE X ONERAIOE T AT Emol/s|EFNENE, @ L L, i
MANIS & EFBREND, FiRfiEREEHTEHLE, AT VAT, n% SOs
I FRIOGIEEE [mol/(kg-cat+s)], weat & HNLE X4 7- 0 Ofilt & [kg-cat/m], P % H A%
F[mol/(m2-hr-Pa)l, pr, p ZHAM, FBRMOLIE, x, yna2ia, FRM 1y 0EL
YR, s HEMNE S Y0 ORI ImZYml E Lz, TV F =37 D0 AfilED SOs 53R
FOSEHERIT (3) oL ic@mEEsnTtng (2],

P50,P0; 1
ksKso3pso3(1—ﬁ)
3
(3)

05,05)2
(1+Kso3pso3 +Kso0,Ps0, 1Ko, Po'z)

Tq =



Dsos, Doz, poslETENENDRIET, Kol SO RSSO VAT ES TH D, MIGEE T
ks, FREFNOWEEHITHOL > ICT L= ARTREINS, £, SOstibE Xk
(8) DEOITER LT

ks = 1.38 X 1010e%;105 (4)
Kso, = 5.32 X 1088%?05 (5)
Kso, = 2.65 X 1022{5%1& (6)
Ko, = 3.75 X T (7)
X = F503,0=Fs03,L=Qso03,L (8)

FSO3,0

F9, AETEMEIC X0 BOSHEIZRE S EELZIT 5720, AR SOz bRIZKIT

HEIZOWTHH L7z, 2O, BRI K 55| 2HEDRVREBRSEHRE Lz, M4
(2 SOs Hnfb R Okt BAR A 23, BUGIEEE X 800-1000 K, SO; ft#AHi &% 1.5 x 105
mol/s & L7z, SOs#afbHITIRE L L HICREL AR, WTNOKIGRE THAEEE 0.15¢g
FREE Tl ICZE LTS,

MGy R = b—3 3 i, BEMERE (022 : 1x 107 mol/ (m2sPa), 0/S02i%
WL 1.414, 02/SOs#ia=tl 70), Bk (RES 0.3 m, RER :0.01m), KGR
£ (800-1000 K) & L7z, X 5 IR ISR 3 1T 2 i 7m0 SOs#sfbE 7' m 7 7
ANFERT, EEED 1.5 g D& &, SO3 HfRISIZRUGEA DT (2/1<0.1) THHIC
L7, B X D8 HE 217705 2 & T, A EFBBRMOSEENRKE L RDT20,
R TH D O, SO DPEIZ K BFIEhZITE Y, BIVFEH MO 7 MR FREIZR D &
Ezbhb, FOED, UKEOY I 2 L—3 g o TIEfiiE 1.5 g, WHSV=2.88 h,
GHSV=4980 h! & L 7=,



0.6 : . . : : : :
Equilibrium 1000 K

Equilibrium 900K |
,

i

Equilibrium .

[

o
~
1

o
(V)
1

SO A conversion [-]

0.0 ———
0.0 0.5 1.0 1.5 2.0
Catalyst weight [g]
4 8Os LR MBEREAE (5] & & 72 L, Fsoso = 1.5%1075 mol 571, pr= 100 kPa)

1.0 e e
i ——T=1000 K, Weat=15g
------ T=1000 K, Wcat=1.0g
0.8} ---=-T=1000 K, Equilibrium .

——T=800 K, Wcat=15g¢g
______ T=800 K, Wcat=1.0g
..... T=800 K, Equilibrium E

S
(o))
T T .

SO3 conversion [-]
p (e ]
N B
N T
\
!
|

00 02 04 06 08 1.0
z/L [-]

5 RGO SOss bR a7 7 A )b
(lx#kx72 L, Fsos0=1.5x10"5 mol s~1, pr= 100 kPa)

—
o

6 [ ZHEHh 7 Mz 31T 5 SOz finfbaRds L OIS /) TRESE 70 & ik L 72 poe/pr
T T AN BT L BB XK E AT R bR VRS, SOs VR TSR 2R (=0.28)
B L7z, ZALE(02/S02=1.414, 02/S0s=70)% f 3 % il iR SGERIC BV T, Oy,
SOy ZRAMIFIE < Z LT, SOs#nfbRITRKE< M EL 093 Z/rL7=, ZABEICLY



02 DHZEBIZHWT=HE, 2/[L>0.1 B TEER D (poo/pr) DIATHEYY, SOs ik
IREL | ELENST,

0.12

T
Solid: retentate stream
Dash: permeate stream

0.09 -

0, permeation only

0.06 -

Po/Pg [

Simultaneous permeation
0.03 of 0,, SO, and SO,

0'00 1 1 L L
1.0 - - : -

Simultaneous permeation

08 | of 02, 5-30z and E-‘.O3 9 i
o
&
2 06}
L
@
E Q, permeation only
8 0.4 | Eauilibrium . N i

o |/
3 [ \
A
0.2 / Without extraction
0.0 1 1 i L
0.0 0.2 0.4 0.6 0.8 1.0

L[

6 JEdEhSRICI T D SOstn{bd s X OMGMIE /) Clesk 7 % &Yk oe{k L 72 pos/pr 7
777 AT =900 K, Fy,o =1.5%1075 mol s71, P,, =10~ mol m2 s71 Pa-1, 02/SO2 %
WL 1.414, O09/SOs =Rt 70, pr =100 kPa, pp =5 kPa, wyy =1.59)

712 800-1000 K IZ3531F % SOs#nfbH & O Z ML DR EZ ~T, I 21— 3T
1%, O2iF A3 1010-107 mol/ (m2? s Pa), O0«/SO2 it 1.414, 02/SOsFHiE=R 1 70 &
L77. O2 =N 109 mol/ (m2sPa) AR TIE, gl&kExzhFid7e<, O FERo#n
&L HIT SOz LRITWT O NEE TH M E L7z, O35 1007 mol/ (m2s Pa)
DA, 900K T0.93 £TH ETHZ ENRPFLNTR-T,

812 SOs#x bR & 02/S02, 02/SOsFH R DEIfRZ 77T, SOs#&{LRIL Oo/SO2 Z i
LKL L HICAKITH KL, 0/S02FHR=30 LI ETIRIF R KO LRIZESL, kb K
ZU SOz A% (=0.96) 1%, 0/SO2 B WFENE - & B/ <, 0o/S0sFmEFEE 100 LA



ECEER ST, 09SO BB R E < 72 DH1EE, SOs b= IIHA L, 02/S02 FiH
b 8, 02/S0siFEMFELL 100 D L & 0.52 /R L7z, 0o/SO2 BRI N K EWVEE, SOz 7%
WEN/NE L 72 D70, MEMO SO BENKE 2D, SOstrfbE N M ELhoT- b
Bbihd, WINoOEETH, 0/S0sFEiEEL & L HI2 SOz AL, 30 FRET
SO; S bR IFIE I K OBALRIZHEITT D Z ENHL NI -72 2 EnD, B HERE
DEHYEDHEFE STz,

-
o

o
o

0.6
I Equilibrium

0.4L 900 K

Equilibrium

0.2r

[ Equilibrium

SO, conversion [-]

1 10 100 1000
O, permeance [1 0" mol m?s” Pa'1]

7 800-1000 K IZ81F 5 SOs#i{lR L Oz B L DR (0o/SOs 1Tl == 1.414,
02/S03 1% E =70, pr =100 kPa, pp =5kPa, w. =1.5¢)

*(0,/S0,) = 1
M

= «(0,/S0,) = 2
Rel

n

—

g ®(0,/S0,) =4
3

o a(0,/S0,)=8 ]
@) _
wn
Equilibrium

100 150 200
o(0,/S0,)
8 SOzt & 02/S0z, 02/SO3 HEFRELDEFR(T =900 K, Fy, o = 1.56x1075 mol s71,
P,, =107"mol m 2 s7! Pa’l, p =100 kPa, pp =5kPa, w,e =1.5 g)

8



3 — 2. 09/S0«/S0s Tl et Bk i &

DFSDLNEGHERE L TS EETIE, A AR TEHETH L0, ZALUER
128D S02/SOs 47 BfIC B3 2 FBRT — Z 1B L TlE, Forsberg 23 ZFLET 02/S02 1%
L 2.3, 02/S0s B 2.2 ZHWE L TVWDLOATHD [8]l, Z OO F-HHMALEIL
0.7 nm 2 L KXW Knudsen VL OEEIRMEIZE EE 57210 TR, ZOHEIRE
H 130 CRETH o7z, 02/SO31ERNME 30 LA EITDF SV LD, Y v—F WA
LV EYE L 72 ZAUEBREO =R S 600°CREICIIT D, oA XORL LA T A
DIRFEARLNE, oA RGP ZHRE L, SO0 A XOWEEZITR I VLERDH D,

DER DGR TR EEE ClL, EMETATH D S0s, AT ATH 5D SO DR
RERAAT O 2 LN TE RN, IARERIZIV T 2 bRk T 2 ORIE D AR 72 KUk
ARBREE A BUE L7z, H26 R E TlE, SO2iEH A (02/S02=10/90), SOs!% 0237V
VTG L, SO, SOsiFEiE3R1E, 02/S0s, 02/SO0siEA R THFEEM, FHiafDEXIS
BREMETHI LT, ZNEFNOSEZREH L, Os@iitElL, A EHz L0 |
ExAT78 > Tz,

SOz, SOsMIEREE N L2 X570, FiaEEICEESHEE (MASS) 285 A L7,
MASS IZ L 57087 TlE, O02/SO2 RITHEFRETH - 7273, 02/S03 %I MASS 7 1 T A v
N OWrR S L, —HRIEEZ A Lz, H27T FE XY SOs, SOz HIEREE M LA X5
72, B9 D 02/S02/S03 Bt iR L E IS X2~ & 912, SOs DFRIEE N7 U 7k
26 SO LIE~EE LTz, £72, FEFafl, Fiaflo SOz, SOsiRfE% FTIR (24 Y H
RETE DL IICHR LT,

RETENTATE | gy

SAFETY
TRAP

PERMETE | o

b s /
s SAFETY
= TRAP
V-12
¢
I}

| E-| sv-13 P SV-14
| < e !
C _ L o
10 FTIR iy
ANALYZER v & [waste
) PURGE
SAFETY
TRAP

9 02/S0s/SO3 1751t Bk H B WM [X]

9



1 012 SiOg2 &M% V= FTIR (2 X 5 02/S09/SO03 585347 0 e il it 5 (R 2811)
Zad, 1120 em’l, 1430 em M ZZENZAVMNL LT SO2, SOsDE— 27 NS, E&
SINTISFIRE T do o 72, FEF ], Hd D SOxREIZ L W & 7P VENENENER D,
A MITH D IEFZEM O SOz BENFERM LY bEL o7, £72, AT v 7T SO0q,
SOs B — 7 B8ENRIFIICZETH D Z ERHL NI -7z, HEROBLXBEEL LW
MASS (2 X 5 #r L bhig LT, FTIR (2L Y SOq2, SOs ZfwHlEd 5 2 & N rEe CHIE
FEEE DS Kg iz B U7z,

.&rl&.%ﬁlts

0z

]
=

0.0t o

T
0 1000 QOOO 3000 4000 5000 6000 ?000 EIOOO 9000 10000 11000 12000 13000 14000
SEC

10 FTIRIZ X% SiOs A A = 02/S02/SO3 273 HT DFEIFAAL,

3— 3. HABILMARIED SOz k4 522 E M

WIFERHFEIE H (2 TId, ZALUERRE LT, MAEHREMEICEN D Si0 2 X—2 L LT,
Zr, Ti 72 EDOwJE F—712 X 2 ML 21T > 7=, SiO2 M, M /KZARKRZIHR T Tl
YUNFR Y MU= OB D ERmbnTWD (1], —J, Zr 0 Ti 72 S
Bk <chv, BmtE (MEWE, KEZEWNRE) 2H3 250, TOMALEIL 1 nm
RETHY, 02/S0o/SOsHEICIIRET D EEBELLNDTZD, AT, HRIEE L
THEEBLMRIEE iz,

1 12 550°CHERK Si02-ZrOs (Si/Zr=1/1) 7 /v® SOs &A% (550°C) @ FTIR A
7 MvEIRT, 990 cm @ Si-O-Zr D' — 7 H, SOs FKPHKIZ BZEZRIERL LT-, ZrOs &
SO312& VY Zr (SO4) 2 DAL ESINTEY [4, 5], *v hT—27ND ZrOg 2% SO3
&S B AIBEME S R ST, % Z ’C“, ZrO2 R E, F 8 O FLEED 72 2 Si02-ZrO2

Hj%%f%zﬂ%b 550°C, SOsFEHSICEIT D O B FREFELZREST 5 LT, WBELTE
PRI M FT BB ST E Lto X 1 21Z Si02-ZrO2 (Si/Zr=1, 9) D SO3 F= P, (550°C)

e io % 09 1751t 4&@fxﬁ#wfh%ﬁﬁ“ F72, S/ R—=LFRa AN —E [6] ICXDEE
L 7= SiOg-ZrOs F[HJE DOEHJHHFLAR Ik LT SOs FZHR EZEHS D O BinRFiR 4 7 o
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v FL72K 1 3 bR TRT, O BAEDB/RIL, SiOz-ZrOsg & O LN K E W
FUNES 20, Zr BIENEWEERBD RN RKE L oz, Si0e-ZrOs THME % Bk S
LA, AL 1nm ML ETSOsIcx L CEWELEREZETLZ 2B LN LT,

Si-OH, H,0 H,0 Si-0-Si Si-O-Zr
/

SO,RE#®

TN

SO, REHI

Transmittance [a. u.]

4000 3000 2000 1000
Wave number [cm'1]

X1 1 550°CHERL Si02-Zr0s (Si/Zr=1/1) # /L ® SOs #FER/I% (550°C) D
FTIR 22 kv (400-4000 cm™1)

Pure O, 0,/S0O4 Pure O,

<€ > € >< —>

Si/Zr = 1, pore size = 1.40 nm

Si/Zr = 1, pore size = 0.60 nm

-9 L 1 " 1 " 1 N
107 50 100 150 200
Time [min]

2 -1 -1
Permeance [molm~ s Pa ]

12 SiO2ZrOs (Si/Zr=1,9) D SOz &P (550°C) I2BIT 5 O iF iR DOBRERFEAL
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10— +——

9

;‘ SiO,-ZrO, membranes ~0

(0]

£

m o -

g 104

() [

| -

(O] R

8 J /' SiO_-ZrO, supprted

8 O _.~~ BTESE membranes

d‘f [ . ISiOZ-ZrO2 mlembranes ]
0.0 0.5 1.0 1.5 2.0

Pore size of SiO,-ZrO, layer [nm]

13 SiO2-ZrOg FHJE D FIIHIFLEE & SOs F7 % (550°C) #&:FE 1
D Og FHiH = HERF R D BALR

3—4. VU BREIZEIT S S0z, SOsEXZ VA X

1 412 550°CHhERK SiO2 RMED SOs F5FH X (550°C) 128 1T HF B OMRFLE(LZ RT,
550°C, SOz7%[H5 (SOs3: 10 kPa) ZFEAIZ 550°CIZH1F 5 He, Na, Oz, CFiiZif#%
HIE L7, He %= 3.5 x 106 mol m2 s Pal, O2i%iE>3% 9.0 x 107 mol m?2 s1 Pa‘l,
He/CF4 B3t 40 FRE 278 L7z, SOz FPFHRUICERF R E #EE%, SHZmELHET 5
YA 7N H VIR L SOz 1Sk D2 w2 Lz, 2 U A RIEIX, 550°C, SO3
KR T 30 FFE LA EIC 7z o THETH -7, Step IV T SOz ZEERLZHE L& Z 5,
02/SOs FZHRILIZ 4 FRETH -7,

"m 10° .
D_ He SO‘ SO{ SO; SO“
— [m| I =] I O i v
Nw N2 m
' -6
E 104 ¢q < 2 P o
= o, <
g ©
8 w0’ B > B B )
o 10 > B> =
C CF, m} [ >
3 50,
g 10° (SO 10 kPa) . M-$i02-550-1
Qq.J 0 400 800 1200 1600
Time [min]

14 550°CHERL SiO2 ZED SO3 FPHR (550°C) 1B 2 BT OMREEAL
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[EIRE 2R R 2L OWIE %2 600°C TR L7232 U B RIFEIZHOWT b 1778 o 72, AHIE Tl
SOs ZFEIRE (300-600°C) 73, O BRI KIFTHEIZ >V THMFT L7z, K1 512 600°C
BERK Si02 R M D SO3 75 5 (300-600°C) B FE R4 I 31T D FZ bR ORRFE(L 4 7~ §, 300C,
SOs FZPHR. (SOs: 10 kPa) (Z#F&RT, 600°CHERK T U IR, 300°CIZFW T He i3
3.0x 106 mol m2s!Pal, O2:%iH3%K 7.8 x 107 mol m2 s Pal, He/CFs;, He/SFe¢iFii=x
bk 52, 445 Z# R L7z, 300°C, SO3 K ##ER, He, Hz, NoiBZmli=R7s 1/2-1/56 FEEE T
WAL TCnD ZE0nD, SOs DWAEMNRIE I T, FEZ2RHIEZ 400C, 500°CT{T/ -7z
A, SOs BBEHOFBBRMNE ELTNDZ NG, WMEDEEN NS holmtEZ
bNb, 600°CTIE, 021%F1HE 2.0x 107 mol m2 sl Pal, 0/SO2iEERL 8, 0250315
WRE 18 2R L, VU BREIL 600°CICHBWTE 27 BELL EIChiz > TLETH -7,

X1 612 600°CHERK > U 1 RIEIZI1T 5D O, SO2, SOsFEEEDOWREKFMEERT, Oq
HimRIL, BEOKT & & HIZFmEEmEN LT NTHMT 5, Knudsen YL O 2 7~ L7,
SOz, SOs FiEFIL, WEDIKT & & HITFBERENRKE HEMT 2R mILHE ORI Z 7~ L
770 O02/SOe T K LI EmiRIF Ekx < 7230710 09/S02 RIZEBIT 5 O TmimRIL, Wil A%
W RS DBEEOMEA BB LZF UT, IRAICLDBEAEOHEEII/ NN EEZ LD,
—F, 02803 RIZEIT D 021 FEHIZ, 300C IZBWTIKZE SOz Ickba7ay o 7iE
Ui AFERE L 0 H K& KT L7z, 02803 Fim=Ii, @miRlZERE< 220, 500C
PLEDOEAEIRE TIE SOsWAEICE 5 O mmLEIRIZFE A E N EE 2 BND,

?ooc 5(1000 600°C  400°C 5000C 600°C GOEC
3000C | . 300°C_\ | /300°C 300°C

300°C 300°C
O e i B e e B L R B B L R L B R
H2
= — 9@ o =R X 5
& . [He [P 9
Nc/) 10 A\ O 3 3
= EN ]
= Aol ©Pr o @Q@@ :
g 107 @82 4 BA A E
s v © i s
[ CF, I ald .
§ 10_8 L 4 803 % % SOZ i
Pl 8 g lel o goehu.
> SF; 1
- M-SiO,-600F-1
109 v v v 0wy L v v L v vy Lo vy
0 1000 2000 3000 4000
Time [min]

X15 600°CREER Slomﬂ%;@ SOs FEPHA. (300-600°C) HiZRiH
Bl 5 BBROKMREEA

13



Temperature [°C]
¢ 600 500 400 300

M-SiO,-600F-1
02

10'7 L SO, |
3 o,

O
| ./-/./. so, |
10-8 E_ =

[ Open: O, mixture with SO,
Closed: O, mixture with SO,
1 | 1 | 1 | 1 | 1

Permeance [mol/(m? s Pa)]

10°°
1 12 14 16 18 2

1000/T [K1]
16 600°CHER > U I RIEIZEIT D 02, SOz, SO3iZEiH=R DR E KA

1 712 550, 600°CIZ81T 2 RBIRE DR 2 2 U B R EOFE R Ry - RAKTF 2 R T,
U AR, SWERE (550, 600°C) IIKFET, oF A AR KREWHT AT EFZER
DN 720, 5D VMEER LTz, —RICEAUBEIC BT 20 ME %2 T3 2 B, kinetic
£ [7] & LJ £ (L-J length constant) [8] AN THDH EEZX LN TS, T X (He,
Hs, COg, O2, No, CHy, CF4, SFe) 72 E D431 A XX, kinetic £8, LJ BRIZKEZ 220079 A
REX 7228, kinetic 2% U 7=, SO2 @ kinetic £81% 0.36 nm, Lennard-Jones (L-J)
£ T120.429 nm & HE STV 5, S0 B I, O2 (47 7% 0.346 nm), N2 i1 3 (0.364
nm) XV /hE<, CFaEia%E (047 nm) XV K& <7220, U BREICKIT S SO G405
TP A X& LT kinetic 038 X4 TRV RIREMEN R STz,

—5 T, SOz 1WA RILEAR—ATHE STV, EROFEBBRT — 215
BNV A RERETIVNENRD S, SOz BWHRIT, WTHoT U IREIZENTY,
CF.Zi=3R (0.47Tnm) ERIFRETHY SOs I 04Tnm BRETHIEEZ NS, X
JGET LY I 2 b—a T, ZHEICBWTE O &, 0o/SO2 Bl RN/ E L,
02/SO3 FHIEIRMEZ ZALEIZ BV T, SOs#rfbR DM\ LR E 72729, SOz (0.429 nm)
& S0s3 (0.47 nm) 1T LT TSDWVEREIT LRy NT— IOV TR 5
WBEINTREI N,

14



107° ———— . 10° ———

T T T ] ' T ' T '
. o M-Si0,-550-1 1 — e M-SiO,-600F-1
= He 550°C © 600°C
ol a5 -6
(7)) 5 i 1 wn 10 I~ N
% r N, A % S
£ £ 107" + =
) )
o 107G CF, 7 ©
g - 80, & 7] g 108 | .
= - = 4
o - (a) 1 & (b)
o 10-8 ) | ) | ) | ) o 10'9 ) | ) | ) | \
02 03 04 05 0.6 02 03 04 05 0.6
Molecular size [nm] Molecular size [nm]

X1 7 SPEEEDRR D Si0 RIEDFERR S FEEAENE (a) 550°C, (b)600°C

3—5. FIH LY BEOTHE LM & 0o/SOs 45 Bl

A7a Tz bTH, 0o/SOs B L7z U h %y MU —Z 3551772 9 72012,
1IZRT X 90T Si RSB ZR T EE D CoHy £ % A 3 5 bis(triethoxysilyl)ethane
(BTESE) & FH\NCorBEf 2 85 U 7o, Fa4RT DBV iR % Z 8 L T 300-350°C CHRES 2
DO, PERTIET RN TH -7 [9-11], EERBAEFHEKICB T D400 ) 2 ) BEORIR
BB, LEMICOWTITHRE SN TWARWE, ZZTIX, Al U BIEOMER
P, THERAEPELZ DV TR L 7=,

1 812 BTESE EDZEMEFHiDER 7 v —4 "7, 300C, Ng FZHK TR L 72
BTESE 4 &A% @R BREEICE v FL, 300CE T Ne B CTHIEL, oo T
g va=rd (REKDORESE) 247720, NeBimRNEFICE LD 2 ERE, F5IK
TR O 5y FEARAFME A2 BE UIREMEREZ 7 -l L7z, £ D%, 600°CE THIR L&t /LN
TEbALEE (600°C) % 5h FREATR o7, MR{LALEEEL, 300CE CTHRIRL, XK FEIER
ZHIE LTz,
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AILFH /) HEE (BTESE)
KGR :300°C, N,

v

fiiH R % B B
(He, N,, CF,, SFg, 300°C)

v

E&{L L2 (O,, 600°C, 5 h)

v

fih R BB R
(He, N,, CF,, SF,, 300°C)

1 8 BTESE RO ZE MRl D 55 ~7 v —

1 92 kALEE (600°C, 5 h) A% BTESE IE (M-1) @ 300°CIZET 554K %H
RO TRARIFMEZ 77T, Oz (0.346nm) & N2 (0.364 nm) (350 VA ANTHEL TV D
7= [7], Nl OB DOIEEIZ /2 5, BRLALER]O BTESE KO N2 il =R1T,
1x109mol m2s1PalfEECThH o7, SOs/FV A XL, 3—4HITHEL-L D12 CFy
FHIEER (0.47 nm) & FFEE TH Y [12], 0/SOsHERELDOFEIEIZ 72 5 No/CFa BRI
50 FREE AR L7Te,

BTESE A ELALBET 5 Z & T, EXEFWENEM L= 0D, AN—H—

(Si-C-C-Si) DOERLIZ X D IEMERER L3 iERR X7z, 600°C, 5h FEA{LALERT:, N iBiE%E
1X5x108mol m2s1PalzZ R L, WLEHREID 50 (ZREEIZ /R »7-, —FH T, FXMOBINIEIT
Knudsen bl E&7R L, BRLALEE% No/CFyiBilmR 1% 30 BRI T Lz, 72, F v b
T —7 D53 1-5 D WEICETFT % He/Ns, Ho/No iR IXEALALEL H K& < B b L7z
W2 ER BT T2,
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= 10°%L
o

(70}

~ 107 ¢
E/ 0,034 (600°C )
[ 8 L -
g w0 ;
(0] 9

@© c

£ qolof oMEm .
: '

10'11- R R B

02 03 04 05 0.6
Kinetic diameter [nm]

19 ®E{LALFE(600°C, 5 h) Hijf: @ BTESE & (M-1) O A& Z 1 R 4y A&7 (300°C)

FH )N R EIRE LRSS CHBAIZE LT\, FELBRIZ T 55K
R ERE Lz, M2 0ICHABULEEEE (400-550°C, Na/air) (23172 300°CHE
BTESE £ (M-2) OB LA RT, £72, K2 1IZEEULEE (400-550°C, Ny/air) L
72 BTESE [ (M-2) @ 300 CRMAEFERD Iy FRAKENE, £ 1ICHEBILEERCEBIT 5
BTESE [l (M-2) ® 300°CRAiEim= 273, 400°C, N MLEi# TlL, TEE % (Fresh)
& A THRMERE A L IT R S 72 v o 72, 500°C T 22 h @ No JLPi:, MEMERE Db A3
BENT, 7725, 4000COEMLEEEZ DM REL kT2 &, T X ToXEEREIL L
HL, [EBERIIE T T 550D Knudsen L LV &<, 5F5 D W PETHERF L TV
oo Z D% D 500°C, air ALBRIC L O HXULZEIE RO LI 22 HHEIMPHERR SN2, 515
HUWEIZZE L Le o Tz, 500°C, ER(bALEit: > BTESE &%, N2iZiE# 2 x 107 mol m™2
s1Pal, No/CF4 iRl 10 BREZ /R LT,
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T
(ol
» - 500
E ' —
3 1400 9
£ - o
]

2 1300 2
O & I Q
E 108k I 4200 £
g i ] &
= ST RGBT 1 100
o3 |
prd 10'9 . | . | . | . | . 0

0 20 40 60 80 100

Time [h]

X2 0 ZHEWFREE (400-550°C, No/air) (2B 5
300°CHUf BTESE st (M-2) DOfREZAk

#£1 KBEVFKFE (400-550°C, Ny/air) BT 5
BTESE = (M-2) @ 300°CKAZEimELt

Permeance after N,  after N, after air

ratio fresh  at400°C  at500°C  at 500°C
H,/N, 100 70 22 14
H,/CH, 1500 220 28 24
H,/CF, _ _ 170 130
N,/CF, _ _ 8 9
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10-5 E T [ T I T I
g H
T F 2
O 10° LHe
2] E ]
3V C
E 107 |
S ] CF, oF ]
E 4 SF
£ i
® 10%
c E After 500°C N, 22h 3
@© L ]
O o After 400°C N,
£ 10° L
83 E CH Fresh
10'10- . I . I . I

02 03 04 05 06
Kinetic diameter [nm]

X2 1 A2 (400-550°C, No/air) BTESE & (M-2)
DRMTE 2R D 7y Ak 7 (300°C)

FNT U B IRO RS A BT B 7= 012, BTESE 47/ % v CEVILEL S48

(300—800°C, N2) 28 BTESE D =il 35 T ORENEIZ R IF TR BT OV CREN L
oo 2 2 ICBAEENEIZ L D BTESE 7/ O @R b 3R K T O ENERHI O 72 8 D 52
Brro—, X2 3|ZHULESM (300-800°C, Ng) 2% BTESE #7 /L0 600°CHE{LALERZ: &
PEARIFEFTREICONTE LD, Y= WETHE L7 BTESE V' /1% 40°C T vk
éJcJ: 100C, No BHRCWAEKDREEITIRST-, U T IVOEBENEF IR T=D %
WLT, 250 CECTHIB L CEENEEITR -T2, £D%, KEWPL(300-800°C, No)&1T
72N, TV DOBEENEF IR S T4 T, 600°C TEALALEE A Jiti L 7=, FR{LALEEt%, 250°C
FCRIE LY TNV OEENTEZ1T78 572, 600°C, N LB D 7' LTI EEJHD 6 %
FRE (EEF% 94 %) T, Y27 /VEEP 600°C CTEALALEL L7-%13 12 %FEE O E &)
R S 7=, 300°C, NoLEfg o */7"/»75) 600°C T LALEE T 5 &, 600°C CEZEMR AL
BRL7=H 7L L RIFRE OB &R Sy, MRt m BIdMR S eholz, Zh
12kt L, 550°CLL F> No &% ¢ BTESE &/v%:?rf)ﬂu?ﬁé L, %@#ﬂk@{mfﬁxm <72
5HFE, 600 CELALEEZ OE &N /NS < 2 AHMPHER I N, SIEAEERHESK T
BTESE % v U —27 2 &85 Z & T, BTESE O, e bt K x < m kg
5 A[REMED B 52 o 77,
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500°C |,
N
dried weight =2 weight
at — at | at
. 600°C
100°C | [ 2500c |oftreatmentin Ny Lof > [ o500
at 300 - 800°C

2 2 BEENEICL S BTESE 7 /v O @il o5 M5 TR EMETER 7 v —

95 ; .
600°CinN, © T

=)
é. o0, C
=
= -
$ o9} i
© - 600°C in air
_g ___________________________
‘G (@)
()
m -

85 L 1 L 1 L 1 L 1 L 1

200 300 400 500 600 700 800
N, treatment temperature [°C]

2 3  BAULERSAED BTESE 7L @ 600°CREE{VALIRZE E M~ K IE I 2

X2 4 (ZBERRIEE D H72 5 BTESE i (550°C (a) (M-3), 300°C (b) (M-4)) @ 550°C
R {LALER R O 300°CIZH1T D RMBIRFES TR 27”3, BTESE MRiX, BEpkiEE

(300, 550°C) IZIKFET A ANKERGFIFEBZBRREN/NELRDE0 1550
Zaa L, BEPEGE (B, FEEL) K& EWVIIMRE SN hoT-, —FH T, BEIA
FEDBRALIE~R E R B2 HIFT 2 E P o0l o Tz, BARRIZIE, 550°C, Na 5%
SRBERCIE (M-3) 1%, Bl b AR TR OB /NS <, Hei®iH= 1 x 106 mol m2
s1Pal, N2 3 x 108 mol m2 s1 Pal, Ho/CF4iZ Rt 2000 UL |, No/CF4iEiH =R
50 L EARL, BIEFEHA THEE TH o2, —J, 300°C, NoFPHSBERNMRIL, Bk
LB He/CFy Efﬂ%ﬁtﬁi\ 200 FREF T F L, No/CF BRI S 10 FREE TIK T L7,
ZOZEND, BIBANEREREHKTANT 2 I ARy N —IEEE KRS H 2 & T,
Si-OH OfEEUGHEE S HL [13,14], v b T — 27 #EEOMHEE, MEE(bE2 M B9 5
AREME A2 B 5T LT,

20



10_5 ; 10_5 : H'e l-:2 'NZ I C3H'B CFI4 SF¢
= . o E fter 500° C in air
6-6 10° 3 c 10° £ 3
E 107} E c,
0 ; n 107 ¢
g 108 ¢ E E co, :
PN i '~ 108 ¢ 3
S 107} & ]
I - @ ol 1
g jom S 1000
@ - 300° C 3] F300° C Fresh ]
o 10—11- , I . I . 1 . (a5 10—10 . ! . . ! .
02 03 04 05 0.6 02 03 04 05 0.6
Kinetic diameter [nm] Kinetic diameter [nm]
(a) (b)

X2 4 RBESEEDRS BTESE £ (550°C (a) (M-3), 300C (b) (M-4))
® 550°CERLALBER 1 D XA ARy 27 (300°C)

2 5\ZANH 2V AEIZERT D 500°CD 02/S0s B RE & O ZERDOEE (FL
— NAT7 1 —7) ¥, H2O FED BEEELZMFIZHE L L TRT D, OZimEls LU
02/SO3 B RRLL D ZFNEND BAEEZ ER LT, T—HX DNNTOEE, WFELENRRD
72T, BRI L FIBIRRE T A, AN 2 U IiEEOTHER Lk Eo7- 121,
KU EIRICE T 5 Ne RSB 8 T 5 DIk LT, 700°CLL LD iR THRIET 2% &
Xy NT—I RN LT THhD EBEZBILD, Mk No RFASENK BTESE X, %
LB I SOsHFETFT THOLEENEHTDHZENHALMMNIRY, 5%y NU—T L - AL
R OEBELIZ LY, £V Omidlatt, ERMEEZETH T Z ERHALNTR T,
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1 o
ol 2R
o lv H2o%fE 2 HIR(E
2 : ;2 20, O, &K >107
> 30[ :
© .
Q
o 20[ ve T
™ i i
3
= 10[ v ]
@ N v . -
|.| PR R | L L |||||||. L MR
0
10 108 107 106

O, permeance [mol/(m? s Pa)]

25 ANH U BFEICEIT D 02/SOs B & OB imROEE (5000C)

3 — 6. SOs/H0 izl bR

SO3/H20 ZFRER D=8, SOs/Ho0 Bfa ikl D £1T72\, A LA h— & jE
L7, X2 6 1ZEEMIEXZ /RS, HaSOs DIE~OEEZ T 272012, 2 ' — &
WhFZEEL, BN~ —F—Z2fA L7, (ERL7EEZEVICEY ML, PIESMH T
TR tg, MU AZBBEBROMEEITH 2 & T, WLEWNTMAREIC L-, £7=, 1%
MHEH 7 A TERT 5 Z LT, AKERKDEDHIEZ "JFEIZ L=,

2 712 550°C, SOs/H20 #FERABRIC L 5 7/ 2 T Hbt D Ne B R ORI 2777,
T FEM%E, 550°CO SOs/H0 FERICHTER M #&FE%, 550°CTHlciLi=%
T Ne Bl R A2 HE L=, SOs/H0 BFTEABRIZ LV, NoBilm=RIIMh 2 (29 DI D3 e
RSN, —EEICHET T DEm MR S, R EE 2R L7 (> 5.0x 105

mol/(m2 s Pa)),
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L]

|
| -

i

=

18

[I: Furnace 1
600°C
— —

V, PUMP

Furnace 2
lD 200-600°C

—.25
GJ?G\ -
o020 F
X
o o
cEL ¢
210 ¢ 7 week
ZL’-’a 5 _ 5 week
O C | |

o

500 1000 1500
H,SO, exposure time [h]

2 7 550°C, SOs/H20 HFERERIC L 2D 7L I T HM D No @il RO REZAL,

3— 7. miRKAREERR

#2123 I RO miRAKBTRH KR (500°C, K&K E 30 kPa, #&EEFFH 15
h) 1281725 NeiZim=, CF.Zia%E, No/CFaZimFE %2 R7, 02 & No Doy A X3%
N2 0.346 nm & 0.364 nm LITHELTCWAHZ L, £72, SO;DFHV A XL CFy L[H

23



BEHLZ LD, VU DREOERAKBZENZ N2, CFRaZRENOFHMIiL7c, > U
SIEE, KBULEE (500°C, KASDE 30 kPa, B 15h) I2kD, —#> U hxy
U — 7 BB L, Ne BENMET L7223, No/CFy FmERIITIZE A EZBL Lo
7o KEVLEE% T, N2 8.0 x 108 mol/(m2 s Pa), No/CF4imid3R 13 Z R L7= 2
EMG, KRBFETERR LIz U IOV 7 F ) ZAEE DN KBS TR SN Z &
BHonERolc, 2O b, KEKMFITEIT 5 H29 FE HIEE A ZK FTRETH D &5
ZHib,

#F2 U AREOBEIRAKRAFHSEERN% (500°C, KAXSE 30 kPa, #FKEFH 15 h)
2815 No, CF4iFE= & No/CFyiFd =R

N B CF BB N,/CF BB &L
[10”" mol/(m* s Pa)] [10” mol/(m” s Pa)] [-]
Fresh 3.0 0.2 15
ES 1 A
IKEAL IR R 08 0.06 .

(500°C, 30 kPa, 15 h)

3 — 8. SO MBS~ s H

OYBIERRE & il 2 A o T2 v AT ABASSICE L TIE, SO34 SOz + 0.502 @ SO3 45 EfE
RS2 ER LTz, 3R 212 SO3 RS R 2R d, MfiiiZid Pt/ALOs 2 VY, Fsos
% 2.5 cc/min, Foz % 43.6 cc/min, ZE[H#E SV 4 500 h1 & L7, ¥ 2 81T 600°CIZHiT
LFEEEMN, BEREISCEBIT 5 SOt b BRORKEE ~T, sl&kE2LoR (FRiEE
RIFes) T, 600°CIZH1T 5 Eirin b3 0.09 27~ L, SO3 sl RBNEFIICLEE TH D Z
L RERRE, BERIESIZ LY O D EHE 21770 o 7, BEREISNIZIE, O %+ 2x 108
mol m?2 s Pal, Oo/SOsiE iR Knudsen LFEE D 600°CHERL Y U B A A2 U=,
U B REAE U sweep ICL D5 EHRE E1T72 9 2 & T, 600CITHIT D SOs FrsUSH
0.09 705 0.24(700°CFI)IZ M L35 Z & &2 EERPIC SR T CTHEFE L T-,
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#3  SOs RS SAT

Catalyst: Pt/Al;,05, 0.7 g

Reaction temperature: 600°C

Fsos: 2.5ml/min, Foy: 43.6 ml/min

Space Velocity (SV): 500 h™'

prer: 110 kPa

Pcumr. retentate: 130—140 kPa, pcyr, permeate: 108 kPa

Feweep 02 8.75 ml/min

FBR CMR
o4— -
600°C |
o 03f |
IS calculated
% 0.2 000° |
> )
S o0 O
Om 01k e . i © Equilibrium
O OOO O]
n i
0.0 L " 1 L 1 .
0 60 120 180 240
Time [min]

28 FeHfEh, BRNRIRICET S SOstn{bRORERL(L (6007C)

3—9. F£L¥

SOs RIS A IR TIT H 72012, BBEFZBREL OO #2354 2 L2 8L
TOHEOBIEE (T2 oo, SYBEEBIERE A IR C T B 720, RIS E 7 AR E 21T
7podz, O 109 mol/ (m2sPa) LT TIX, BlEHEFEIT/A<, O FBiHFEDOH
e & Hiz SOsiafb#ILm E L7z, O2:FiEFEN 107 mol/ (m2s Pa) @34, 900 K T SO
BN, 0.93 ETH LETAHAZERHLNTR -T2, £, 02 & SOg Z[RIFFIZRIMNTS]
< 2 ET, 0/S0s %R EL 30 FEEE T SO fnfb =R M ET R AMEICEET 5,

HIEBIC A Si02Zr0 MABLMRIENL, SOs #8 (550°C) |k 0 FHIMILE
NEL, Zr WEDPRWVIEE O Bl O/ K E {ieofe, Si0zZrOs THHEZ
REEDGE, FHIMILE 1 nm LT S0 1S L CHVEENE AT 5 2 L 2WI 5
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L7,

AR D B2 B2 ) I R A ERL L, 02/S02/S0siEmERR D, SO0 1A X &
L T Lennard-Jones (L-J) £ 0.429 nm N4 THDHZ L, SOsH V1 X% 0.47 nm
BETHLZEEHLMNI L, AvH /U B (BTESE) B, BEAIEEE (300, 550°C)
IR T A ADBKRE R IR EBREN NS R0 15DV EERL, BEMERE
ICR&E BRI SN2 o Te, — T, BERURE DRI~ K & 7 B2 RT3 2
ERHABNCR 5T, EIRNEERBERTAALT ) D%y b — 7 ERZTERESE D
Z & T, Si-OH OfgE SISMERE S, v b T — 7 #EEOMHEWE, I b m kL,
02/S0;3 BmiE =R L O BREKRD L — KA 7 H—7 T, H29 FE HIEM (BREHEE
1x107mol/(m2 s Pa), Bt (02/S03) >20) #ER L1z, 5% %y hU— 7B « AL
BEOREIZEY, X0 Oymididtt, EREEZEB TXLZ LALLM, &6
(2, U AL, KEULE (500°C, KAEKE 30 kPa, ZFEFFH 15 h) % b, Noik
138 8.0 x 108 mol/(m? s Pa), No/CF4iBZim=I 13 ZHEFRF L= 2 L, 7T 44
ERKBASGME CHOHERF SND Z ERHL N E 72072,

VU R A AW SOs iR Tlk, sweep (IZL DI EhE 217729 2 & T, BBED
BN 2 -\ 2 600°CLz3s 1T 5 SOs 73RO (A2 130-140 kPa, E/L573 0.05) 2B\ T,
SOs i IS=E 0.09 725 0.24 (T00°CHY) (2m B3 2 2 & & LRI CHlo CTSERE
L7,

3—10. 5A%0DHHE

INETOLAEBEORIEICKLY, B U b E ik 22 & T,  iRibs
R CTHLLEETHY, Z5HIZ0/S0s Doy BEE L 7= MALRICHIE A e ThH D = & %W
LNk LTE,

LSHBOMBEE LCE, F5MALAHMEIC X v EREE2 A L35 2 8L, R ESSE
D EHEAIT K D FEMEO M 2 R IERR T 2 BN & 5,

MR ZZSMEIZB L Ci, H29 FEDO BIEZ R L7 O D, KAKREEIZ LV FZEEN
KT AMEENCH 722 Ennh, —BOmiEKERRmED R ENLIETH D,

PRI R gl B LT, Wil o fif > 1t A CRUNRE OIKIEAL A & b IS D SOs 4y
RN CROGR BN A[RETH D Z E LM E LTz, 51%I1%, WilgZ 5 & 7 2 R
JEERIZ B W CIRIE DR Z FEEET 5 2 & C, BEIS 7 u v RO a[REM A 5 & 3 2 MEN
H5,
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