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A7 1
WA 8.2 57F S FAU Al&Eto]ERA, 7] FAU Al&Elo]EE Na-X Al&gfe|Eola, 47| Na-X Al&go]
Ex 4Agddlo]E(Sodalite, SOD) F+x2 Alglo]E7H(Interzeolite) WIE o] A7) WA Q0 =7 Adi)o]
E-Alo]A| (sod-cage) ol A AL EAOR 3= AEHolE FZ=E A|Sgo|EZ W3S F3 Mg Qo
e uAss F& B4
A7 2

A1Eel Slol A,

7] Na—X AZEFo]E= Si0/Al0; EHI7F 1.29 RS SRR 3l AYTolE F22 AL o|EZ WIS

T WA 2o uAsE FF =4
AT% 3

A 18l oA,
A7) AdE}o]lE(Sodalite, SOD) T-Z& A 22o]EZr(Interzeolite) H3FE Na-X Al &}o]EQ ALdElo]E-F

017 (sod-cage) & 1AE WA 2929 HE(I /sodcage)o] 0.8% AL EAoR = rgTlo]E Fxz

Aeetel EXF MgS T3 WA 2o uAgsks 53 =4,

}:o

AT 4
A 18l le] A,

A7) AdelolE(Sodalite, SOD) F-% =2 Al&glo]E7H(Interzeolite) WEEH Na-X A|2Tfo]EXE T 3d XPS A9
EFA A T 3ds, XPS A7} 619.5 eVollA] SAHH= A& 5O b %3} 1E F22 AZgo|EZF ¥
S S A 8o 1AgsE FF B4
A7 5
A 1&gl A,

A7) Na-X Al&elo)lEd &9 CH; 1Y F&ES 140-280 mg/g-zeoliteQ]l AL EAOZ sl sgglo]lE 1%
2 ALHolE WIS T3 WYAY 20 1438 53 54,

A7 6
FAU Al&2to]E2A Na-X Al&eto]Eoll WA 8058 F2A7I= @A

a—X AZefolEE Al2o]EZH(Interzeolite) W3Hsle] Aol E(Sodalite, SOD) F+Z2Z

A7) ~d#lo]E(Sodalite, SOD) TxZ Al &do]EZ (Interzeolite) WA Na-X A|&go|EQ Adglo]E-F
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& o]y} W3l zeolite SEEE Ag-zeolitetHsd £& CHl &2 58HE BT},

FrelEde] AA Fel ARSEHE vE Ve 2, A S agkat el s WA SHdaE Al
A dae glu. ke 98 F2Hd P 248 drdes agATE Aol 24§ Tastd. (Ll &

Zsto] A geolE Fx2 UFd A W 80E SFgEL & 5o 8223 YEF®Nal)(ca. 3.1 A)9}
Agl(ca. 2.8 A)9] =77} dwtzlog A&golE 7|F A7](<10 A)BET 27| wjite v &== 7l5A4o] 9
o AR 82 EF 312(>800C) ¥ ISH(>100MPa)S 7Hel]l S.2=7t dfd ASTolEE FX2A R HPHAA
2dglo] E(SOD) & AW (CAN) T 2& A Leto]lE 722 uAT ¢ Jde Aoz dyHy. oA dz7t54
¢t 7}t & (Hot Isostatic Pressing, HIP) 7]&® <&« v},

E YR AE&golEELS e 958 2A(<200 T 2 <2 WPa)olA & #+x2 ¥HaE 5 ged, o A&
o]E7r W3 7|¥ (Interzeolite transformation)o|gfar dho}.

AT WE(FD)7} @2 ALeolE Fxv 2299 2o o 7|«d uiel o] Fivt & Fx2=2 §
3 7teAo] wueE A F dE A rt. dE 9], Si/Al = 12 Zeolite A(LTA)= €A SOD +%= W3 H
™, Si/Al = 1 (FD 12.9T/1000 AS)«T’/} FAEE 24 EALS ZXw ¢ &S FD = 17.2 T/1000 AS =

Zh=th, me, Si/Al = 1.2 (FD = 12.7 T/1000 A)E ZH= zeolite X= 54 A4 =7 3tolA] S0D 72z W
3= 4= 9lom ANA, BEA, CHA, MAZ, MER S¢] t}eksl =gelea e AEleel=

kR 0
T 13} o], B S0D, LTA B FAU 7%l sod-cageths 3% a9l 72 @97k 2tk SODE sod-cage®] 4-
HE sfote] AAET, LTASH FAUS] sod-cage= 242t o]F 4-%(d4r)3} o]F 6-F(dér) o= AA€T. o]

;19 5% 2.9=31E7

210
e ze Bx7h 3k 42 gle vhd S0DE EE V]S JHAa YA Y. AgElolEx v)wo] 9y IA
Ao FaAT & gIAIRE, WA 8257 sod-caged 3| A HW AdEolEE g&%Q 11

Si/Al = 191 SOD T+&+= 12709 4WA] 9Ax(6Si + 6A1)S @9 AT 2709 sod-cageS 7FAaL dtt. uwhebA
SODAI M BHte] sod-cagel kel gol (el OH Ei: @27 xS FAHoE AAA FEE FAds
el gpele(el: Na)& 7HAa Al Ao Zeldela nly dabse] Bwgom ddstel A Jle] FAsRy
ol shite] F4 Lol &g HAFET)

S sod caged) EAHE F4 Eol€el FIA vhot 4% O st ol ola) f5% Sashaeteho] E(HSOD)
E

T gerstadsto] E(ISD)7E 2 4 vk, SO E=SPJEFWNaD I A Aseo]E ALTAE Sieh Al &
2 AFEAS uw, 89=3stagEle|E(ISD)E —%@15 A 7tet &7l 1 UYEFI 22 dubzel Sig Al
AFA () E 22 AHEdS "Wrt o & FAHEJTL Rasdey. =g, 8 =sihgete] E(IS0D)«= HE}
7h&d, Nal, NaOHE A3t 7 F/<] 24td YEFI £3s8te A= 3 8&@% &850 C ©]3te] 2&=& 7}

Aol Lo=E 1PN,

gige] g

s EdstE = A
B oo WA Na-A, Na-X, Na-Y Al Sgo]Eo] Qe &glo]E WM3lo] 23] [S0De] &4 % EAIE 3
Ah. a9 g, o ARE wgo (e FF £FS Na L/EE Ag 7} o] WIHE zeolite A 2 X
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Sk LTA(Zeolite A)$} FAU(Zeolite X9} V)& AdE}o]E(Sodalite, SOD) +Z2 Al olE
7F WEEt] sod-cagel A WA 2012 mAANIE 7]1ES ATHT. Huk XRD, AE B4 SEM-EDS, 1
MAS NMR(magic angle spinning nuclear magnetic resonance) spectroscopy, I 3d XPS & W3 543} Wy
S A8l sod-cage WOl 229 aAs7E SAAE AT, Zeolite ANa-A)9F X(Na-X) W5 Nals} Agl7h =4

= Agol A SOD FERE 2 W EIA| W, NalE ARRE ujwk Q0= o2& sod-cagedl A LA E AT, Na'
g/ Ag' o]Lo] mEHE AeetolE A9 Xel tE Lo (L) X e WukAm, Ag o A

o= Xi= 27k Na' o AlgeolE Awch §3 SA4o] S5tk Tt Ol £ 533 AHALT]E W

go ol 2oEe] A&H DHHE BF LAY W, Na-Xi ATH ALeolE FoA FAAl b Fe
NaX Al&eholE7k AgX Al&etolEe] Aukel (I F2 §3& HAAW, CHI 53

of w2 Na-Xe] 45 Wahel] o3 98% ool 2 2=7F SOD 739 sod-cagel Al AEFH o2 A= AT,
3]

W WA 82 =7 S2E FAU AlegfolERZA, A7) FAU Al2do]EE Na-X A
|E(Sodalite, SOD) T% =2 A|&2to]EZF(Interzeolite) W35
Ol E-Alo]A] (sod- age) el 31g%l A& EHJoR st agFolE Fx2 A

7] Na-X Al Sl EE Si0y/Al0; EH[7F 1.29] AL 5o =2 3},
A7) Adgbo]E(Sodalite, SOD) 7% 2 Al 2dfo]EZH(Interzeolite) W3E Na-X A|2Tfo|EQ Addlo]E-F

o] %] (sod-cage) & AAE WA 229 B & (I /sod-cage)®] 0.89] AL EFoz i},

A7) AgdlolE(Sodalite, SOD) 7%= A Szto]EZH(Interzeolite) WEE Na-X #A|22Fo]ExE 1 3d XPS A=
Edo]A T 3ds, XPS 3] =17} 619.5 eVollAd] SAHE AL EQo7 3},

B

A7) Na-X Al LetolEo)] &2d CH 19 S22 140-280 mg/g-zeolitedl HE EAo=w 3o},

o] 2 FHO R FAU Al&eFo]EZA Na-X Al&EolEd WA 8258 FHA7|= @ 37 &

+ Lo EES ﬂii}OIEﬂ(Interzeohte) Hglalo] A~delo] E(Sodalite, SOD) 2= WH3hal
E(Sodalite, SOD) T-%& A& o]E7r(Interzeolite) WA Na-X #A|&go|EQ A
7] WA 80 =E nAssle 9L E XSetE, adgelE FRE A&

I
W3S Ed WaAlYg Qo= 1Ast BHS A2,
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X Aeeo]EE autelo] E(Sodalite, SOD) T22 AlZgo]EZ M Interzeolite) WEE o] A7) Ho”\]'*é
ERom 3= AgglolE 1LzZ A|Lglo
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2 Aol = Na- Al&Tto]l ES} Ag- Al&TtolE FHAE AREE CHI 2 5 EASete|E W o) &
2EE sod-cagedl TAAZIE ATF7F FAHATE. AHFolE Na-A, Na-X, Na-Yo dfdl] Nal = Agl7t &= 4
Boll A 1Al &ete] E Wgho] F=PHUTE. F2 THo] /M 2 Aoz dH Na-Vv= e F A&ete|Eg
= @ SO FxE zZ WIEA g2 Ao Flflnt. SO 7= WIkE £ e vl JHe] A& Tl ES] CHl

ol

2 B2 FYT 2dolA vuEHAT. FFYS AgX > Ag-A > Na—X > Na-A o2 yewtt. oebs 4
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d4er & gl%o] Na BUbE Ag, LTARTHE FAUZF 2 S2lo] %okl whd (] S3 A2 Qe A gafoE
H3to] o3t o =9 A3 SHS FAPS W, Ag-AE FF HHo] wWolua BeE glo] SO FEE 2 W
S AAT, FFEH 22T+ sod-cagedlAl F TAHEHA ZdTh. Na-Xi= Ag-XRTF CH;I 2 50| x|t
T2 a0 984S AAZA S AT AAHQ Ay, A Zeto|E WMol o3 CHl F&y} 143}
wrE wHPS o, Gk 4740 AgeelE F WA axs AAd 7 EEHQ FuIL NaX AgolE
= 2SS BodFEgn).
EHe] 7l 9

[0027] T 1€ LTA(E) 2 FAU(S) A SOD(FEZHE S AE Ao E W3l gt 7eFro|r},

X 2% (a) Na-A®} Na-X9| QQEJAIZEtelE W] 93] AdE gl AF 2 (b) CH:I F3 § Na-A, Ag-A, Na-
X 2 Ag-X ¢ 259 JEALToE WM AE v XRD W¥ S el mdelt (MuE 98 A9 Na-
A9} Na-X¢] XRD #H= BAIE), (4714, Agl 2 Ag 59 XA I3+ 7247 93 94zt (v) 2 93 94

74 (v)og TAE),

% 38 Na-A9} Na-X(€1%)9] e A &elo]lE WMo os) gAdd A AF 2L CI7F S2d Na-A, Ag-A,

Na-X, AgX9] A% W3l AF (LEZF) SEM o]w]#|o]t}h

% 4% Na-ASk Na-X9] QlEjAl&ElolE gl os] dAd" thEAQl A% 2 CLI7F S22 Na-A, Ag-A, Na-X,

Ag-Xe] QlEA|atolE WE AFES] 1 MAS NIR ~FE o]},

T 55 Na-AS} Na-X9] QlE{A|&ele]E W3l o3 gy g Ad AFE L CHI7F 28 Na-A, Ag-A, Na—X,

Ag-X9| SIEjA|&alolE W3k AF] 1 3d XPS A~ EZHo|t},

T 62 100ColA Na-A, Ag-A, Na-X, Ag—X9] CH;1 &2 2 =23 A] A|7F g2 TGAo| o8 249 53 W=

UEh = g Zolt),

T 78 CH 19 &2 2 2328 98 Na—zeolite ¥ Ag-zeolite @9 7jeFwo|t),

T 82 Na-A9} Na-—Xe| Qg A|&ElolE Wzho] os) e A7 ¢ XRD d'lolt} (o714, Agl ¥ Ag &%

o] XA vlas 27 23(v) 9 2R A (V)er A1H).

w9 Agl Bure] Y1 AS NIR A= E o]t} (o 7]A], A¥d Aot Wlu WEs TAY).

% 102 Ag-A 2 AgX Al&olES & XRD I ele|r}.

T 11& CHI7F F2% Na-A, Ag-A, Na—X 2 Ag-X A|&&fo]E 9] SEM o]n]=|o]t},

gy S HAIst] et A &

[0028] olal, AAld] & AFZ Faf E WS vy} pFAHoR AYItr, a2y olE dE E o olfE B

A3 AL W oju3 ouzE B uhgo] Byl o5 d2 dFEE AL olyr),

[0030] R

[0031] 1.1 g4

[0032] AE A &l E W3lto] A}EE Na-A(Si/Al = 1.0), Na-X(Si/Al = 1.2), Na-Y (Si/Al = 2.6) 2 CHl &zhe

Zeobui lder (Na-A) ¢} Zeolyst(Na-X @ Na-Y)oll X 4 3lc}.

[0033] Na-zeolite®] 49 2% W & EAL Azatel +YHAon, F4 T4 AR AP E 10 okl

QJt}. Na-zeolite, Nal(99.5%, Sigma-Aldrich, Saint Louis, MO, USA) Zr#]al/Z+ Agl(99% Sigma-Aldrich)”7}
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EAHATH(EH 1). NaOH(H,0, Sigma-Aldrich®] 50%)& ©ol=(DD)<el Aol 1417F Bt AATH(ES 2).

o) 19} 28 EPF F, TGRS 12 5L A AU AT G4 EFES HEE- 23 0l 2EZ 0|
Bol FAEo] 180 TN o5 Bt 7AEUTh. Bad 4% Si/Al v FHa7] g8 e Al RxA
FAE Bolrko] E(99.9%, Sigma-Aldrich)E §4 o=l F7HlY. 24 AF2 odsto] 3sdta SRT=
gk A2 g F 2R A P Az

Ag-A|&efo]| EX Na-A|2efo] EQ] o]& wato] o3 Zu|Hon AgNO, (99.9%, FHA|u}slet A1 3|AF QB o]

Efvp) 8o (10 mL &4 1.0 g) 0.1Mell thal 10413t &<t 80CollA F W 75 At

npA et g 7] § o] "ol (DDF(C1 LE AES AlFSte] AlggtelE Y]] wsEA] 2 2(Ag)
T& AABT. F2 AY A, &(Ag) B2 AIL o] AIEE #dsHAl dta Hakds @] 98
550°Col A 2A17F &b §7] FolA A ATt

CH;I7} 325l Na-—zeolite®} Ag-zeolited] SlE|A|&E}olE HMZLS QoA st Ay T3 Aoz 35
Ak, CHI &2 A&7 QA SEolE W3 & AES FH37] 8, 27 AE olF Eo -ad ¥ -it W
ARZF Z7EE Tk (ol : Na-X-ad 2 Na-X-it).

37 (& 112 deAgeol= g4 dng aokd solu),

Synthesis Composition

Run Parent 1ZA
No. Zeolite? Code Si/Al NaOH/AI Mial H,0/al  ProductPhase?
M= Na M= Ag
1 Na-A LTA 1.0 1 - . 80 SOD + GIS®
2 Na-A LTA 1.0 ) = - 80 SOD
3 Na-A LTA 1.0 3 < . 80 SOD
4 Na-A LTA 1.0 4 - . 80 SOD
5 Na-A LTA 1.0 1 0.3 5 80 SOD + GIS 4
6 Na-A LTA 1.0 2 03 L 80 SOD
7 Na-A LTA 1.0 4 0.3 " 80 50D
8 Na-A LTA 1.0 2 - 0.3 80 SOD + Agl + Ag
9 Na-A LTA 1.0 1 i 03 80 SOD + Agl + Ag
10 Na-A LTA 1.0 5 - 01 80 SOD + Agl + Ag
11 Na-X FAU 1.2 2 - 80 SOD + ANA + U5
12 Na-X FAU 1.2 2 03 . 80 SOD + ANA
13 Na-X FAU iy 2 03 80 SOD + Agl + Ag
14 Na-X FAU 1.2 4 . 03 80 SOD + Agl + Ag
15 Na-X FAU 12 4 . 01 80 SOD + Agl + Ag
16 Na-Y FAU 2.6 4 03 = 80 ANA
17 Na-Y FAU 2.6 4 - 03 80 ANA + Agl + Ag
181 Na-Y FAU 1.0 v 03 = 80 SOD +LTA +U®
19  Na-A-ad LTA 1.0 4 . = 80 SOD
20  AgA-ad  LTA 1.0 4 . 80 SOD + Ag
21  NaX-ad FAU 12 2 - 80 SOD + ANA
22 AgXad FAU 12 2 = 80 SOD + ANA + Ag
USi/AL = 10 mealy] g8l g4 EREel Al A2F o W
Run 1-18 % 19-22+= 2+ S&H A & Aol ES CH3I & Zeolitedd
eﬂ WA ER] ke 3 BE AES 180 TollA 1Y &9t 7MEst & 5%, 7P WA Jeyes AlFel =2
g
fouzt ge & A5, FamH ge A
1.2 &4
Bk XA 34 (XRD) B 3~50° (27 %= 4" min )«] 2 6 HYA Cu-Ka HWAAS AFE3}e] SmartLab
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XA FEA(LE g SFEJY. 94 BA4L OPTIMA 73000V 2% Zebsnk(ICP) #3374
(PerkinElmer, Shelton, CT, ®]=F)olA 3= ATt A4 e} Fa I7)&= 15kVeY] 714 dAg o=z AEds
JSM-7800F 2=70d Axt& v 74 (JEOL Ltd. L3 =7)& AFE3sle] Z2AH =,

T AAF ojnux = = A4 BAe SEMI A oluvx] B XA BEFA(EDS) S AFE-Ete] =3l F ATt

MAS NMR ~FE &S 500 MHz Avance 111 HD £8]= ~Ho]E NMR ~FE & (Bruker, Billerica, MA, USA)Oﬂ/ﬂ 8
KHzol 87 %5, 2 sl n/2 rad B2 ol ZH= 100.1 Miz9) 1 F34, 19 Alwd A 2 2000 B
Aole] sow AT, 1 58H o5 Nalol Hlalste] BuEQITh. XPS(X-ray A} Baw)i= AlK
a WA (hv= 1486.6 eV)S AR&3}o] PHI 5000 Versa Probe IT(ULVAC-PHI 5000 Versa Probe, Japan)ollA <
Y= ATk,

1.3 CHI &2

, 3 EUC F2A 10 mgol A A A

2 BA7](TGA, Hitachi STA7000)oA 3= o, FkH
A &eolE FaA ] sl Fde dd AHHS

S
oAl Ry Ax}e] uwhel CHl S2& ¢l
wezth, Ao A FTHAAE thr|dolA EEE o ZI(Ar)(99.999%, 100 mL min ) =7 A 1 =
ok 200°C, qmg}oﬂxi %*Mgi %3k 5§ 100ColA oF 20—%{ FAAA TGA F-A #8o] I 7 UAESH
2| AF-2(RT)-200 < A ).

27] (H] $E2 2000 ppmoZ AASA A3 Ar(75 mL min )ﬁ} CH,1(5000 ppm Ar balance, 50 mL min )-4
EIES TGAY 2A17F <t FEetal ALY TH WEE XEHoE AR V|EFIAL. or|AE T
Al A¥ AlZtol| Zeolite §&ES (H:I= X3MA7]7] f8] €A Alaze] AA 271(0.1 ppm)ell H]3] 4o
2§ EL (Ml 525 A8, 2A17F §9F 33 &, 1A7F 59 Ar B804 U3 2xoA &84

CH,I1E AAsHT. o9 B2, QEAEHIE W] A8 (L] 23 AZL folA ddyst &

4215 AHgte] 0.5 g9l AlLeelE FAAT AAF A% 55 144 WA A,

i
(

2. A7 2 B9

2.1 2980l E(SOD) 2 QB A S-}o]E (Interzeolite) W3

Na-zeoliteZ7} A= & T2 B A2Tto]lE W3l Ax= F 1o 2% o] dth(run 1-18).
= 2ax 19 S 180 TeollA 7Hdd & 2 tiFEAl Fo Mg AFe] 22 XRD H-(run 2, 7, 9, 12, 13,
17)S YeEhY, yHx ZE AF2 XRD HHlL &= 8o YEl
H S ¢3] A9 (parent) Na-A9F Na-X¢] XRD 3H€l% % 2a0] FA|Ht}. Si <

SOD 722 f4A WaEE Aor dux] goermg Na-AY 435 Wake vhokgt d3kAd i?j sloll Al G- = ATt
(run 1-10).

LTA 249 XA Aﬂ# 10—4 Zot 180°C ol A NaOH(NaOH/AL = 1) 8N 0.7M& AH&3F oA o d3s] BzE et
(= 8). 84, A TZ7F AR AL S0De] AL H ol E7kA] 3 AA
NaOH %7} 24) ow 3—7} 1S wf (NaOH/AL = 2-4) 19 o]Wjo] <=3k SOD %7} 2
OH w8l A AASE A7) Wi, o3t APee]|ESL HSOD 9lal, 159 XRD Ee 23

= ISODQ] I/AL HI&-2 0.30]th. o] SOD v AR 2719 @& go]&o] Hgslr] wjio]
th. webA A EFEA Nal/Al = 0.39] 270 3tellA] JHA|SeolE Wte] $al =k (run 5-7). B3 &
A E3E A NaOH/Al H]&o] 28 238 wjut £ SOD A4S AT,

w
~
=
Il
—_
o
>{N

Ag-zeolitet Na-RE|uT} iyl F3 So] Hold Ao A ouw Nal dialel Agl 481 (run 8-
10) Na-AS] SlE]A|Sato]E Wste S8l ).
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BT runEd sl SOD o]9]e] A|&efolE A Bl A FpAIRE, 747t 2 0 =22.4° | 23.6° , 39.2° |, 46.2
T2 0 =381 @ 44.3° oA ©I Agl ¥ W Ag 5 A9 XA I35} S0 A 4 BSEHAY. o=
Nalo} 2] uj-i2e Agl ++3 o] 180°C°1W Fd 221 stellA gaEA gom AAHE SODet A EEA &
FEE EAYSS oAt 2uv 55 Ago] EAIZE SRIEAT] Wi, Ag-19] dFIF FE 27 StelA &
B¥9m, He8 1E Na'sh @7 SoDe] sod-cageel B4S HAseE ol Jleldntn #3585 gl

WA Ag-zeoliteZ AFEEe] FFE CH 19 %S oF 100 mg/g-zeolite® 0.1 Agl/Alel sfigsict. wabs 4

=9Eol Aglel 0.18fRt F7FE AA|RE, Agle} Agell thdt
=Tl E L%ﬂ«JﬂAyﬂﬁﬂD?&ﬂ IHHE A

Ag-zeolite®th tha Wrjet: A3t diolA o v FHAL & ok, HEES 250 o] A7) diiel
AAAQ FHNME AR Fo] fFelsiet,

2719k o], FAUSH & & 71% A&eFo]EE LTA zeolitedt 2 AL 715 AARY CHI SF 5o ¢4
=

U]r?/]r/ﬂ, ?_115111]%?4—015 %Q’% SI/AI = 1.2?_] Na—Xoﬂ EHEH -’,\—835]3;13@7 o]_“f Na_Ag (Sl/Al - 1.0)34 %/\]__5_}_
SH(run 11-15).

oAl (Analcime, ANA) 732 Nal9] 5ol &AI§le] SODS} A EvE Fo=z &z
Hto] v3l] Fdldoz sk ko] AE77 ANA el HA sk 7o g &S AlALgt.

FAUQ’]' ANA'E‘ %%‘2‘1 o= 67H‘4 a 7}’X]-ﬂ 9\}]\7] H‘HT,‘:’:Oﬂ7 J—_.:"‘:—-—E)‘] NaJrQ]— CS+9’]' ZE__}% J___:"—E.Zé Oo]:o]% /\]ig{]j]q]}q FAUE’J
A% Aol o8 ANAR HA WEE 5 9
Pe) AW 7T (ca. 4.2 A& 7P A7) dEd ks 228 ngste o 4@ 9. o

3, &, 42 (40007} (211) Miller X|g=ol of-g-3}
73 Aoz ZX—]E]O‘]p}_'

ANA T2E 8%
A run 12 AE0lA ANASF SOD o] = 7fe] e X
26 =260 % 2445 v wf, ANA PR A3

M e
L rz
12
©
=
2
e

ol o, Fdd & oA Nal tal Agl7F F71E0S wf (run 13-15), ANA o] = X] ekkA]
Tk, run 8-10 A¥e} o] M Agl E Ag 55749 XA FaE #EH UG

Aol E FZA F A|LolE XET} Si/Al HE(2.6)0] & ALTYoE YE CHl FF 5o $53
2 4#A . mEkA] el Aud TUd FZdA Na-Yol tisl] F712Q A A& E wgho] Alx
t}. SOD WAl 4= ANA 4wt 6ﬂx45]9j\3_r Nal(run 16)¢} Agl(run 17)7F 4= AejolA ¥ Agl @ Ag &5
= 747y BAE5EHAY. ol o =2 Ayt 3% giez Ay 4= 9lon, o] SDEUHE ANA A8 ¢
SHPA AT, Na-Ye] ¢ Eixﬂiﬂ‘rovf ko] Al ATAE o Y2224 1.09 ¢ w2 Si/Al HEE A =FYS
ul, SOD “go] AAEJA T 3k A= &gt (run 18).

99 Qe A|E ol E WME ARZRE, Zeolite A} XB QA STo|E W] o& CHil FHEZ AFR3lo]
SOD 7%= AT F vtz A2 ™ F AT, Zeolite Y& CH;I F2 w3 o] 95 Aw 143} B4 oA

HgetA) o

pou)
o

b
%2

OL

S W3 AFe] SEM o] AE HolErh. Nal7h &A=
n 270 SE SOD AAT WoFAML, Nalo} 2L B

A(F 29 1/A1 = 0.01 B 0.16)°] H]&] PAF FHe] Q&
el 22 o]&50] S0D sod-cageoll A 13} ¥
o A& run 12 AE] SEM-EDS AWE YA mHlel] 20=7F A

0\:1.?&012&

3@ H ol rlo X
S
=2

g2

Tk, XRDAIA] TEE wpe} Zo] SOD YA of9le] oW
ALk, o] AL FHoA MNP ANA AT E] A%

913 AZ o] SEM-EDS 41 XRD Aol 3
& W33 HAFAT(E 2a).

PR
{0
12
Do
o
=
=]
o
~N
o 1o
o
g
__).4_:4{
H>
I
y,
o
2L
N
N
e
(7
i

s7] [& 21% AHA Lol wa'e] ols) g4 Aun AF] Hobg 42 vehit,
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X2
Product Na/Al I/A12 Na/l 1-/Sod-Cage 3
Run?7 Tl 0.16 (0.01) T 0.5
Run 12 0.60 0.34 (0.00) 1.8 1.0
Na-X-it 0.57 0.26 (0.06) 2.2 0.8
Ag-X-it 0.63 0.13 (0.04) 47 0.4

Dy AR e @ REAGTeAEICP) BA o8 AR, T B Stol AN g SEM-EDS dlolg]

lo
-
=
=
o
L
~
=
|
—
ffl
w
S
S
lt
)
N
=
195}
Q
5
(@]
oy
0Q
)
oft
ko
to
iyl
&

4= AL E Wke] ola) AW EAS W AZe 1 MAS NR ~HEHS HolZth. Run 7 Al

k1

)

£9o] 7% Nalol a9l 0 ppnol A o A7h B2 29kom] | 260 ppmol A A3 1 NMR ¥ gto
=, o= sod-cage Wl ASE 2ord UF AFA H5HA o]Fo|t), o]t Ao ME 29 o
Nal7} EA18Hs Aejel A Na-Aol 45 wgke] ola) w48 SD Aol FAE run 7 AES D TE
cageol ] LAHYSS AeA e,

o,
195}
S
A

24 Aol et [/sodcages] £ oF 05702 F4Y + ATHE 2). F, oF @ A9
Tt}
[e]

> 5
F Mol sod-cage & dhtolA wAETE

E Na-X7h Nal7b 413k el A 4% run 12 AFel disiAE 1] ZFHe s34 o]Fol -260 ppn
ol A HRHAT. o] AF] A S0D PR sod-caged Ae) Ul ReEst mAE Aow 4T + Aok
(F 2). meb] ANA S run 12 AN BeE FFEOR FEIAT, G4 AEE gREY aoE: F2

AAE SOD x| sod-cageol| Al 1A=},

T 2 Na-As) Agle] 4% Wdho] o3 AAdE run 9 AFS AF -260 ppmoll Al 37} #2=A] gkgkom | 70
ppm <A A e WHERE FHEQ oW o= HA Agl FLH AFETH(E 9). o= +% XRD % SEM-EDS
A Avele Z dX3). o] A= run 9 AFA AAE SOD 129 sod-caged] L2=7F 1SS e
o,

= 55 QEASTo|E Helo] o&] FAHE A<l AF e [ 3d XPS A2HANEHS HolFEU}, 617-620 eV} 629-

632 eVel F 74A fe] MA7k glem, o 47t 1 3dyy®t 1 3dyeo] AFETH 7 T 3dy7t BE AS
of el Aol BAT FAS WeFT] Wi [ 3d,S 7IWoR . F(C T2 747 Nal ZelzEe 49

6709 Na' o] 2& 1709 T ionS FAo& =AM, [ 3dspol that XPS 93 618.4 eVolH TB=HT},

run 7 AFEY A9, 1 3ds.0 E FTE 618.7 eVollA A=Hom | o] sod-cageol A 4719 Na & =A%

FESoF ghrh. o9 A3f duAE FW ol FHS Fol wek W S vkl i 29 2], run 129
Na/T "]&o] 714 W] wFe] 249 HA F 7P 43 1 3d 2% oux7F &24d 4 ok, whdel, run 99
13 AEY A, T 3dse0ll e XPS I I E 619.3 eVollA] BFHR o | o) M Ag]l S| AH ddsts o

2.2. CHsI &2 % sod-cage U 22x9 1143}

Na-A, Na-X, Na-YZ Nal & Agl7} EA48F= Aol A QB AlSelo]E Watol A& #Ee EAS nfgo g,
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3t
k]
2
ac)
Ll

v sl 98 4719 HE &

il &% 4% 2 AT AHALE WHe] o 205 1y

Zeolite(Z, Na-A, Ag-A, Na-X, Ag-X)E FH|eAY. = 103} o Ag+ wE Ag-A9} Ag-X Zeolite2] XRD 3j

We 717 LIA 9 FAU 4 Slo) Ag 74 i Ag0Sh 2 the 8ol wold ghgith. ol Ag ol&o] i

AL E 7B B AF ne 24 FoIE ALeel= 9 EWow BusA gedvie AEL HA
Beb. 3 35 2ol FUD olem BAOE ARH F Apseolited] A AES P FAS, 299D

AlIA A gole AtolEo] 4849t 43%7F 77t Ag 2 WHEITE. AE Na-ASH Na-Xo] 94 HAS E3] Na-
A(Na/Al = 0.89)7} Na-X(Na/Al = 0.43)B.t} % vj B&

7] [ 31€ # wgel s A78 ol 7B FA oe e 24’9 533e vehad,

Adsorbent Si/A1? Na/Al Ag/Al CH;l/Adsorbent (mg/g) T/Adsorbent (mg/g)

Na-A 1.0 0.89 . 6 5

Ag-A 5 . 0.48 260 230
Na-X 1.2 0.43 - 140 120
Ag-X 2 5 0.43 280 250

=
of
2

AxgE. " 2AZ FF CH3L &3 % TGAd <93 AA= 1A
3]
h=}

T 63 F 3% 4709 Zeoliteol Wis] 100 CollA CHl &2 ZA#S vehdch. Na-AE IS AY F2shA| &
AT, R A e AgeolEE F2 24 & A ¥}t dEioer, T3 (19 F%2 140-280 mg/g-
zeoliteZ T&ANA B 3 AT, Na-A9t &3] Ag-Av= CHI & 3o] 9F 260 mg/g-zeoliteE K
Na-X¢] &&eFo Ag-ART} YA T CHl F2 &3S 140 mg/g-zeoliteRTh. Ag-X+& Na-X¢] CH;l &3 &9

Ql%ol, Wb CHl S2 & wolA Na muh Ag 7}

o

)3
o}

S BTk, o3 F2 Adtelld HA A5 5

T A
Wil zeolite X7} zeolite ARTF 1 U2 Zog HT.

fin)

2be} o] CHsl &2 % Na-A-ad 2 Na-X-ad AZS 77 LTA 2 FAU A o199 xA 9aE velhgx
It} Ag-A-adoll A= i Agl Felago] ek XA A7t BEE R A Ag-X-ado| &= Agle] EA 1]
A7 BEEAC. A7 o], FE AllEY I &3 WAUSF T e Nal T& Agl F9 Aoy, o
71914 CHy-19] A42l ®eElet 54 825389 Z3to] wASt. 18y XRD HE 7t Agle 188 %

=z
2 zeolite vholaz AT URelA BYTA B 4 omR Agk-ad A @R HulolA Agl Felsd]
e Y 2 At 388 4

ki

mﬁ

MY Aol E9] G5 AolA QoA Agl Fo| W Aol dolga, BA| AEF
1

wEHWA )% wY Zom by Aoz AT, thk LTAS /¥ A7) FAUCl Wla) BA A7) gl
719 =38 HlE 71T Wirel A Al 1T HOR wALet FHAOR ool Y AgA-adol A
5449 Agl XA 92F 7 3!

]:

il
d
i
]
4
&
o
= e
30
o
mm

3 AE AL E WEko] ot SOD +%92] sod-cageollA £

[e]
IAANTE SHo] HrlEArk, o)d A A= T 1(run 19-22)d % @okEo] it NaOH %7} ot
AR 3 (NaOH/Al = 4) 3} Wkl £5 SOD AH(= 2b 2@ = 3(92Z))o] Na-A-adol|A] A3 tﬂ%ﬂi’iﬂﬂ&, =

3 3 3] ERY ubel 7o), CHyl Eabeko] wmlalr] wiEe] U1 MAS MMR(E 4)3} 1 3d XPS(E 5) A~ E

o &
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Ae EA 9371 #2HA] 29t Ag-A-it MEE Na-A-ite} 59 w3k 2704 SO0 A4S FAdAA T Ag-
metal A% AT, o] F Na-A9} Aglo] A3 W3k Axtel 2] (F 19 run 8-10) ¥ Agl AL #-2 5

719k o, LT F2 5 LTA 71 el g9 Agl 24 B vwmvy 2 W= Agl S 2Fob= 2 o

it
)
[
)
il

T = g, g%
of, BaE 1= &4 ZFEAA Naoh Ags, WAHE S0DO sod-cageD HAFAZIE © 7] 5 Q)
, 4 2 X 59 o] Ag-A-ite] A, sod-cagelA 1AstE Q=] HES 1 =4 Tt
FAUS] ClEjA|&Tlo]lE W3S 2g|7HEut ol YEFO It} 5%(E 19 run 11, 12, 16, 17)2 ANA AL
AAE = 9gQomE  Na-X-ade] AZWslo A= NaOH 5%7F Na-A-ad 2 Ag-A-ad (F 19 run 21)° v]af] 1/2
2 ol tl, I, ANA A 93] SOD(E 2b9] Na-X-it)ol ]3] <F 15%9] v &= FAFHAoH, o]= run
129] Asteb §AFEITE. 7)ol A Na-X-ito] tisk 1 MAS NNR(:E 4)3 T 3d XPS(%= 5) Ao7F B% run 129
AT} FAlsITHE Mo FEEof st} WA 895 o] &L S0DY) sod-cagedl A TAE Ao BT,

HALelE 4d 24 dold Fad & dor, e BaE AdE 35

- o

Na-X-ito] that 94 B AT run 12 AEF SA}glon, SOD 129 [ /sod-cage 3= run 129 1.0(%
)R}t ¢t A& 0.88 FAHAC.

A ANASH Ag B A Na-X-addl tie B9 59 &7@% 747 Ag-X-ad®] 45 WA SOD 43} A A
HEATHE 19 run 22). Ag-A-itH w71A WA Agl o] AR &grt (= 29 & 39
A Ag-A-it (LE2%F)). = 49} Zo] Ag-X- 1t-4 71 MAS NMR ~FNEZ oA Agle] ok3l wl=7} -70 ppm A3
= FelEen -260 ppm<>ﬂ A 7Fe =rt Yelgth, o] XRD A3H(E 2b)ol A Bl Ag-X-ade] A Agl F
H2EH e AHASYOIE M3 T % Hof &S YeEPATE, Ag-X-ade 4719 F2A(E 63 % 3) T 7 &
& o] 225s FHANSAE ETEkAL, AgX-ite] L2EE Na-X-it9] Aulyel] =% &9kvh(iE 29 1/Al

=0.13 o] 0.26). weA] SODelA 1 /sod-cage?] 4% Auroz AarE YUk 29 0.4 0 0.8).

“HU
3
]
=
5
é
_L4
rlr

CH;I &2 2 ¢ AeAl STl E wgho] i F4] Zab= Na-Fef Al&eto]E7L Ag-F o] AlSetolERt

=
LI 3 $3E WAW 995 14 $3& o Frhs A2 woFAUY. W Na-Ash @9 Na-Xel #4 S0D=

1o
o
}dl
rE
rlot
o
oy
=
)
o
fr
o9
o
X
rﬂ
=
o
sk
1o
o
&
o
By
oo
ofit
o
ot
%
ity
i)
=)
ic
=
=
NS
N
o
kY
2
ofy
9
=
o
>

AET. Na-XellAd CiI &2 3% =24 F38 (19 % &3 5 543 &

20 mg/g-zeolite(Z, 120,000ppm) GJTH(ZE 3

59
fo
to
[
1o
o2
o
12
—

m

S, Na-X-it 28 AZe 290= EFwd +49 AEALTGE W3 T JFe Fgae 7zt 117,000 ppm}
2,220 ppmo. 2 EAMEAT. oled Ay A o] A W el B dXes Ao (S, 120,000
~ 117,000+2220ppm) .

Ayt oz Na-X SHAE AFEE 4, 20=+ (I &

2 H]&91 98%9] SOD T%9] sod-cagedll X 1AstE 4 Q).

H'F

w3

aE

2 A E Na- A &eo|EQt Ag- AlEEolE FHANE AFE3S CHI &3 3 QA EHoE Wk 93] &
QL EZE sod-cageo| TLAAZ|= A7 FAFHAT. A LSo= Na-A, Na-X, Na-Y
s

of
oA QB A L&eo]E W3lo] AT, T =l
= 28 S FERZ F HsEx] gl Ao gl S FRE Hdd 4 9l

=z
4 83 FUE 204 MasA. FAAL AgK > AgA > NaX >
+

N
A BT Ag, LTANTHE FAUZF 5% Seo] =gith, wbd CHl 53 AZ9] Qe Al Lo e

oAl ge 4= gl%o] N
ko] ogk g oro] nHI THS H/NYPS W, Ag-At F2F T Holua EFE §lo] SO 7+x=2 F A
S AAT, FFEH 22T+ sod-cagedlAl F TAHEHA ZdTh. Na-Xi= Ag-XRTF CH;I 2 5o x|t
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2 aero] 98rs IAAA F AT, AAHR] Ao, ABAEEto]E W] o CH;I &2 1L

A PE W, FrbE 7] ASEelE T A 2= Al 7P ZE&AR] FRIF Na-Xehe

ool A ArgE g, @ dHe] ok lEoblA el ANE 7R AelA glojA i g
2 AP BoluA] @ WUl A e 71 A3k, WAe] sbeetng Awd AAde] dgyE AL
o

z=9

EHI

sod-cage

E02
(@) (b) (A
] Run 17 | r‘g o
I ::l l TS 1 T A 1 | o
1 Run 13 Ag-X-ad
|- A N
l Run 12 Ma-X-it
L ' Y I Ll | ba ko A
% _j y R S o haes -LAJ_L.M-J | A I:\la:}(-ad
b Run 9 Ag-A-it
£ | T Y O | ]
| I Run 7 Ag-A-ad
A ETE g_...
| I Run 2 MNa-A-it
[ |
Na-A
I I ] ] ] ] ] I

20 (degree) 20 (degree)
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k1
N2
N

Intensity

1
g
[§)]

Intensity (a.u.)

100  -100

J \_ Na-X-it

Ag-A-it
s T PN i PSR

Na-A-it

Run 12

j\ Run 7

15 (ppm)

| 3ds, | 3d

3 .
|\ et

| - ~Ag-A-it
Na-A-it

Run 13

AN,
N\ "\ Run7
0

615 620 625 630 635
Binding energy (eV)

300 -500
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TGA weight (CH,| mg/g-adsorbent)
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: Adsorption : Desorption
ki ol vy kit
300 Ag-X
—_——
240 - Ag-A
180 +
Na-X
120
60 -
Na-A
0 ) T T J T f}lt T Y
0 40 80 120 170 180
Sorption time (min)

10 °C/min
Ar + CH,l Ar o
2000 ppm of CH,l 100 cc/min \0 Cimin
120 T80 g
Time (min)
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k1
N2
Co

Run 10

5 M Run 18
| g e &MMLM..
) J .

, _, BN J JL Run 16
3‘ Run 5 A A N e M
B —H_Jd_u¢ljuiauu-ni-—
c Run 15
[} Run 4
I N N OO i B S O DUV B
Run 3
l AJ TP Run 14
Run 1(2d) -—-__JLJAJHLL—ULJ\LJUU\*-
R TS TN SN
| Run 1 (1 d) | Run 11
10 20 30 40 50 10 20 30 40 50
20 (degree) 20 (degree)
EHY

200 0 -200 -400
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Intensity
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