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Development of microwave—assisted synthesis of defect—free CO,—selective zeolite membrane
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1. [XCHIZ

TEREIRFE (CO) L DRIRT AN E ENL A MBI THY, =D/ BEFREN R A[ KT
D, BEITBEET, BICKT 28D 2, HOWITIEOM LR LB 7 T DO KRE SO
ERHALIESBEHETHY, SEECE T 50X =03 D7, B X =725l Rl
L CTHFZEBRZS 2D N E AL ED BTN D,

FEREZ FUE M B AT A1, 0.3-1.2 nm O¥J—7afifLe, BV KBV EE Dl
R AEH, 7 BEEEA~D BRI TR L FE AL oS TS, BA T A MlFLE TR 3 T DO RES
DRREFIH T B4 TA T A BEEO EZRHIZIE, #1300 cm® OEIRFHE LIcEA T A
MEAGRL, ZNEEEEYMILIEEY 2 — L O AR EESIL TS, KIRH AD TSy
THDHAZ (CH) HD CO, B 7 2728 D CO,/CH, D4y B TIx, CH, 4 F4£%
0.38 nm LVH RELR KM NFAET HESEEVERRDMEG DALV, DFED, 9 300 cm® 1259 0.4 nm
BRO RS ZFFSI2WEB 72 6 BEIR OIS T ETHD. B 1 10
2 BATANED G IE THAFERE IRINEE /R T, RERIEITRD 3 27y, O%FLE
KFHRA~OFESE G DEBAT, QB4 TA M IR LS I AR 2R COMBUZ LD FHAK
RIE~DEFTANEDE K, @V TN DOYHIROONTLER, TSIV TWD. REAE
T, BATT AR ORISR, ARIBHOIRERY, k& 72/3F A— 2 — S E AR
L, BB LNDEATA NMEDZE R /3 BEERE IR 8% K IF T

Q@ MEZRABRHFHTOME
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1 FEAESININEIC LD A T A MEOA R FIE

ARWFZETIL, FBUEE SR EATE L T~ A7 BB (MW B 1235 A L7, 1EkDE
SUFINEL (CE INEY) L5720, MW IIEN IR D — 2B E RTREL 2. IR T, v~
i U C KD FEBN RO LIV TEY, EATA MDA KRN EM CEHIENRES
ILTWB[L]. b~ A7 MBADREIE, A7 7 DIZHBVNTH S as N T OIREE A
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TREE SR S BAAKIL, KD 72 BA T A MED G LTI BN D E MR T 5.
— 5T, MEBIFIEIC LY B DO CATA MNP ELND[2]72E, B4 TA D MW VA B,
e S A AV AN

ARWFFETIE, 7z CO,/CH, /rBEVERER R T ZENRESINTWDI VR EA T AR
SAPO-34 Z %5 L[3], MW INZAES LY CE MNMEVEF FH L7z SAPO-34 FED AR ZA TV, 155
NI 7 d CO,/CH IR A RIZE T D0 4y B RE A FF L 7=. SAPO-34 ID 5 AIZES
WU, 2 FEEED BRDIEE OB RRIRIRZE AV, MW N2 CE INEE i+ 528 T, MW
INEAE 7o b a miBRbEe, AR LebBmRNEZHLNCTHIEE BIELE.

2. EE&
2.1. SAPO-34 [ED AR

SAPO-34 I EX] 1 IR U7 flfE db IR IEIZ KD ARk LTz,

BESRA1ZHEVVE L 72 100 nm AT D SAPO-34 Ki f-AfEfEfal L, ZhAa Tl ) —LT5hy
BSH T, R E R, ZHUETAITE (VU8 AE 1 em X BE 3 em, A
FLEE 700 nm) SR T (T a—T 4 ZIEIZ KO FERS A BAm L7z

TNR=Y DAY T aRF VR, Vg, auAX o), BLOWERERTHHT =T
NT =T KAEREF VR (TEAOH) 2 W CA IR IR Z TR L 7=, A AR O AT,
ALO, : 2 P,O; : 0.6 SiO, : 4 TEAOH : X H,0 (F&/LtE, X =400 or 700) TH 5. Tk iha EAf
L7 LB T A FE L, FHRILI-A BRI 20 g 2R AR SR CGRRAL, ~ A 7mf -
By iR 7S en) P ChINEVE 52 & CARBER SAPO-34 184157, &5 B (CE INEY) &Rk Tl
it )£ PAZ s ([R] _F) & 180°C ITMBAL 7= BEXUF ITEE L7z, ~ A7 i (MW ANERY) A pk
TIE, MEFHH T340 u Reactor Bx #H =, JE4$K 2.45 GHz O~AZ7mfEz V>, 500
W D[E E H /) TEIRNG 180°C FTHRIA IR & S B T-#, Jt7 7 A/ —iREEFH Tl
TN SR N OIRE 2 7 FEFHAIL , 20 B a—2 —HliEic ko i 2 Bk &, ImiRiRE%
180°C£3°C (ZHERFLT= (B 2) . %% OIEITIEIZID GO RBER SAPO-34 5z Heifr -
BB LT-1%, KRBT 500°C T 8 HRIBER 5L T SAPO-34 4157~

%774 N—RER

RAVDERER 180°C

JJ < HKITFAN—EH—
-J/ + il TESUSS v 4ok
(.” | L [ BIEASR
ﬁ | mm — Y —REE

— PFANZRSS
— SHETLIFE

TAHOER SRS S
2 MW HNZE\Z X% SAPO-34 4 S E OIS [X]

— 182 —



2.2. SAPO-34 [ED X v393)HF— 3>
SAPO-34 IEDOTE AL E X BRIEHT (XRD) HIEIZLVEEmL7=. XRD #I7E 2%, Bruker
AXS H-OH/NER X FREIT3EE D8 DISCOVER 1 HR 2 -,

2.3. HBMARTRERBEER

A B LT SAPO-34 DM 3 L OVE 2l FLER 255720, 43 1RO IR DT A%
PN R T A5 0 TR AA T T2, T A IR EEE O A 3 1o~ 7%
FYa2— /Wy hL, KFE(H,, 4 F£0.29 nm), Kk (CO,, 4y F£% 0.33 nm), A%
> (CH,, 45 F#% 0.38 nm) BL T 1180 (CH,, 2515 0.43 nm) 22N ENMHEL, 154 %
WL 7T AET VT (A IZEVEIL, TAZa~ N T7 40— 20 LTe. T AT R
X, FEiEA%% (Permeance) [molm s 'Pa '] TR, 728, ARIIEEEIL 6.28 cm® THY, 1%
IR X 100°C THD.
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H; N Vent

3 A AR BRI E OMERE X

2.4. CO,/CH,BE RN A B AEER

AR A% FEER L R O3 E 2 VLT CO,/CH, IRA R AZ B EREIT-7-. CO,
BLOCH, Z#ZNZ4 90 ml/min THHEL, FEi#AT A% Ar (i & 100 ml/min) TEUXL, A
a7 4—IZE0 LT, CO,/CH, 73 BEEREIT, CO, BifR¥s CH, &R D
CERUT. AR AR 27510 FEERIA AR 6.28 cm® THY, Filhik X 35°C LL7z.
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3. HR-BFE
3.1. XRD B2k SAPO-34 [ED T4 B2 D Lb8:

FAS E AT, BROE 2 OINEITIE - & AR THRBALZ 77100 XRD JIERS
AR 4 (R T. BRI TR OKHLAL (X) 23 400 DR TIE, IEJTEICES T, ARk 1.5
WHICT N T HRHROE —7 (T D A) L2 0=9.4°12 SAPO-34 D(100)[H %77 B — 27 A
BETE (X 4-a, b) . F7=, MW IEE FW- R T, (100)H LIS SAPO-34 Ok ih
EHROE—7 (MNP 0@) bBIETEX- (M 4-b) . TIZEMFFM B ELRDITLE,
SAPO-34 O it RO — 78R E N E /R o7el b, ZHETAITE EIC
SAPO-34 MERR CXIZZ LN MR TE T, F7z, FERBA%Z OV 7V TR LI
SAPO-34 KifNFEAEL TWAIZH 5T, SAPO-34 H3KED XRD &' —7 3 BI5 T&E/Aa
ST ZDTEND, X=400 DFZTIX, Bhk 1.5 B O T, XRD B — 27 0BIZR T&E 5138
D SAPO-34 N T NV F XFFA FITIEERL TWAHEE 2 DD,
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a) X=400 (CE L) , b) X=400 (MW JII#1), c¢) X=700 (CE JN£L), d) X=700 (MW Jji#k)
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—77, X=700 OFZ TIIMEFIEIZLDE DR TE2. MW INEVERIHL- A8 1.5 K
[ DT 7 LT, X=400 DR L[FEFEIZ, SAPO-34 D(100)[HiZ 7~ T K&/ — 7 R T
E12h3, CEMELTIIFEFI T/ NSR e — I LBlad C&lano7o (M 4-c, d) . £z, MW InE%
FIHLIESGAIZBW T, X=400 DR CHER TE7=(100) i LA O — 71 3RS CE/Rh o7,
L EDFERNG, X=700 DRI X=400 D% LDE SAPO-34 DT s B A3 RN & D RIE S
nb.

XRD HEIZLDF YT 72V E—Ta b Rlnn, &R OIREIZESLT, MW IEL
A RATHEPBE I Z 51D SAPO-34 RO LA NIES B E N HY, T DORhEI izﬁﬁitﬁé\ﬁk
WiRERHTRICBWCHHE THHI LD -7

3.2 BMARNT R FERBEERICKS SAPO-34 RO E 140 T

FTEHETHHZIVET NITE, BLUSK « OIS 1 A IR TELN-Y T
PV DB SR T 2325 108 FEBRAE A B 5 1R,

X=400 DR TIE, MEAFEICES T, Gk 1.5 FE#E OFRE AT, SAPO-34 23, DfliFLLY
H/INSTe Hy BRIV CO, &, MFLERIFREE DR ESTHH CH, BL UM FLEDE K& 72 CH D
R IR 22D iR T &7 (K 5-a, b) . 24U, SCRHAFRK R T SAPO-34 23kl
it PR A IO SRR R 2 8> TIRATE R, BICROBE (L2 EIT 528 T SAPO-34
HEFLAS F72 B R IR & 720, SAPO-34 MFLLFIFREEDRKEZD CH, BILURHFLEDE K&
C,Hy OB IHINEE K UIZAE R THD. S RIOFEFNE, X=400 DF TIXA K 1.5 R o
IRf AU CR D720y SAPO-34 BENSZRKL THsY, A AR 23R <72 DI AL TR 23 A)
L TOWALZEDMEFETEIZ. £, B Ak 1.5 REfilZ D MW J1ZLE CE JIIZLVE A SAPO-34 I
® CH, BE O C,Hy Bt A teile 358, MW JIIEVA % SAPO-34 D iR RN L0 /&
<, CE IEAA R L0 7 SAPO-34 IRDIE RS HERR TE 7=,

—77, X=700 DFTIE, X=400 DR LI, [RERRREFIZIWT CH, & CHg F il fRE A
EoT= ([ 5-c, d). ZOFE NS, X=700 DF1T X=400 DR E L, SAPO-34 JEDTE AL
BNV ENFER TETZ. F72, X=700 DRD MW IIEVE BE CE INEVG Bz bk 5L,
MW IN#ZFI I L7252 C CH, & CoHy @RI DR T 28 <, SAPO-34 I Rl BE 3 Ty »
ZEbERRTE .

B R 1.5 R #2112 3610 % SAPO-34 DM HEIE, X=400 (MW INEY) > X=400 (CE JNEY)
> X=700 (MW JIEY) > X=700 (CE INEY) DIETHY, ZO#EFiL G K ORI IS,
MW NI A AT B B2 317D SAPO-34 IO R Z MRS BN HY, DR R
A TR B RRIAR AR T 2R ICEBWTHHE Thd ) &) XRD JlERE R E—ET 5.
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SAPO-34 pore size SAPO-34 pore size

107 ¢ 105 ¢
Fa M o CHi  on Eb H He o,
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E 1010f : £ 00k 1.5h
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5 BRI AZ R
a) X=400 (CE L) , b) X=400 (MW JiI#h), c¢) X=700 (CE Jn£L), d) X=700 (MW Ji#k)

3.3. CO,/CH, BE R TOEB N REMRED L

KRR LU & OINETTIE - & B THD AL 7 L@ CO,/CH IRA R A
FiE FERAE A 6 1T, R OA R 0 RIS SCRHR O ZE 43 BEMERE CThD. W ITho
TNETT 1« B B IAR R BV Th, B AR R <R DIZ VY, CH, @R AME T LT
Wolz, ZIUFREIR U500, KEHMAER R T SAPO-34 235 AL, fEfhREIC XD KR A
K2 TE-> TEATERR, BIZREOBEALEITTHIET SAPO-34 FlFLASF 72 miR s &
720, SAPO-34 FFLERIFEE D RKEED CH, DFHBIHIIE K LR THD. Bk 1.5 B
[AI#% D CO,/CH, /7 BiEprEUT,

X=400 (MW JINEY) > X=400 (CE JNZE) > X=700 (MW JINEY) > X=700 (CE JN#L)

DEIRIZHY, XRD JIE B L OH R A 2T ER N SGONIFE R E— T 5.

F7, W OB 1 - A IR TRV Th Ak 6 BEfEI#£ 12 CO,/CH, 2y BfEtR £k 50
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LI o> SAPO-34 JE3M5E5H, HEIZ X=400 (CE 1Y) I X=700 (MW INEY) O R TIE5y
BEAR 2 100 ST< DY CO,/CH, 4y B iEA S > SAPO-34 IO VERLC RN LT-. 4 1%, HEHA
OFEFECREAE b B AR B X O 72 Dl bz kD, KuiEhi- CO,®IRFEi#H SAPO-34 5D
B HIRFCTED.

10 100 103
£ 10¢ ~ £ 100 _
5 10 5 & -
E g E g
> “~ 3 4=
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8 s o =
2 5 2 g
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Synthesis time [h]
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£ 100 — & 104 -
S <= g e
£ 107 = 207 =
g - E
g I 5 8 [ &
E 10 “w  E o8¢ n
£ £k
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Synthesis time [h] Synthesis time [h]

6 CO,/CH,IRA R A AT FFE
a) X=400 (CE L) , b) X=400 (MW JIi#1), c¢) X=700 (CE JN£L), d) X=700 (MW Ji#k)

34. SAPO-34 RS HEREITH T HMB A EZLERBRREOEE

XRD IEIZLAERGRFRBIES, WA AE W ERIB LY CO,/CH, IRG R AT A1 FE
BRED, [EBIRIROREIZES T, MW IIZUZIE A I B2 351 D SAPO-34 IO AR
ZIHSEDNRDDY, T ORRIIAE R E AR EZF TR ICBWTHE THLH) &0
Dt RHMFOITZ.

ZORERIE, MMEGEIZ I D FIRHE D E SAPO-34 Ot f L EIRIC KVFLAC& 5L
EBzohs. BTITHIK 20 g Z =8 PAR ZRITHEA Z~, MW INELE CE IIEAL 72 BR O R4 N
RS DRRRFZA L2 R LTz, MW INEL TR 5 73 8 (2B BIREE T D 180°C IZEIEL 72 DIk}
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L, CE MMEATITH 60 HFEL TWAHIENH 7=, MW JIEVTIZZ 025 B LY,
SAPO-34 JEOFEL (SAPO-34 Dl EaZR A 72 NS SR ) 10 L7 iR B BE 4 3 <
FHTLHENTRETHD. ZD72d, MW MEEFIH 22 TEBIBIKR O EIZLLTE
PRI BB I 351F D SAPO-34 IRFE R DI IZ R - 7= LB 2 Hib.

Fiz, MR G RIARERI 3221280 T MW JIEVh NS LT BN EL T, &
SRR FE 1T 10 SAPO-34 IETE B IR EE FEIk 23 AR D 2 L3 B 2 D . A IR DR EE DS
TR (BRI X=400 D5%) Tlk, SAPO-34 DiEshEZ R AL iR 180°C ~DH i
FECTHEETHY, 180°C LIVBIKIRAREREE TIZHV T SAPO-34 NS HEITL TVD., —
757, T B IR Z VAR (A EID X=700 DF%) T, 180°C LOHIREZARBREE T ik
T SAPO-34 O bk A - i T E S 2 012<<, 180°C ~DHIREFE Tk SAPO-34 D
TERDETTL TR, HDOWNTIERGHEEEDIEFITE . UL EOBLG)NG, X=400 DR IEDE
X=700 DRIZEBNT MW IIEMNZ LD BHMBADZ R IEW DTN B2 HN5. 5,
X=400 D F% THEIZHEIFRHTERR LY 7L OIS, 180°C LV HIKIEBREE T T SAPO-34
FERFLNDDONEI D, RO OBRFEEITHOLE R HD.

MW heating CE heating
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4. HBHYIC

2 FEFA D AR DYRFE DA RRIATRZ VY, MW INELE CE INEVE NE 12 &0 SAPO-34 %
AR T 228 T, MW A I &72 %6 i St 2 EBRAVICH DN T H 2 LI L
7. AT TELILZSAPO-34 DOt b fdib il R D Z0IZNVE BEBR BEIZ IV T MW
BN L5 2B NEGH IR BLND | LD HTFLIE, SAPO-34 DAL MOEATAMIbIE
HFTRER L DEEB 2 D, BATA RO MW VG R, 16D CE MMEVCTILA RN R EEC
BOTRBREICBII DR, a2 ETe B4 TA N RICEN DLW TED.

AAFFEIL, ANESEE N JFE21 HHAC A 2013 45 FEHAR AR ZE B R OB K0 &N E
L7, F7=, XRD IR LERFZRM IO B 2 — DRI FERmSNEL
= ZZICHEAELET.
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