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Aol 90%, 53] Aol 95%e F VN R/Es 2709 & AAE 2 HolofH,
Z N 2% Y92 2= HoloJEl® EAEAL, Ei= A Aggt Ao AF Al ol ek Gl A

A B/ oA 5% SEEFE frudEv.
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N
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[EU |
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oA WEl A, F 19 55 dAE ZE NAA 55 EoloE = 9RHAR AAXH, F 209 55 dAE %
= MEA 55 BoloElE olFAR gAY, Ed] utA e FdAolA, oA MNAA FE59 HoX 35%,
B} vl AE Holx 40%, AW Ho X 45%, 71 AHIEAIE HolE 50%, AW Hol% 55%, dE =

o] Ao 60% = 65%, 7 HIEASAE Hol® 70%, AU HFolm 75% i 80%, Rru} A¥PH o7 Hom
85%, 7Fd AFHoZ Holx 90%, 53] Hojk & Ho|oEE EAsAY, e o9 A9,
AgHoz fde Az A G sy 2e o3 3o AEA FE5S ZE NE2Iy ZU/EE IJEFE

ofEl= /WEA T4 AFske HolojEleltt.

StE e fudn. Qudom, dest ge) A F5 el

b
N

& AAA Al A Fakd 278 = = =
HiEE eshs A EE olaH el dgd FEe, oA LEAUsse] el oF o, B o
2o Azo] g3t e MEAHS FaAvE Ao HlHTh, ol
T FHAE, 27 e Y] 5% dAHE)E e NEA a5 ZesE Oy, ide
%

q O 71”"\]7]“%, o]‘_: %L/Ho] a
°
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A7t Ao Az 2 FAlel 9y FAE dom, dF ojzlg WHE F& [The Chemistry of Silica:
Solubility, Polymerisation, Colloid and Surface Properties and Biochemistry of Silica, by Ralph K
Iler, 1979, John Wiley and Sons Inc., ISBN 0-471-02404-X] % =1 ¢te] Iz 7|&H o] u}.

Agg-A2z3Yyel :-Ao] Ax WHE dFAd FX o Jown, IR ojzd W2 US 5,069,8169 =3
[Bosman et al in J Catalysis Vol. 148 (1994) page 660] % [Monros et al in J Materials Science Vol.
28,(1993), page 5832]°) 7«5 o] Ur}.

shgrl e paelelA, AAE delst AAAE 2-Asel o8 FHHA gom, F &
A g 2 AAA BE AT BFehe Aol 9% A% ge Azl o8 FAw ,
F-shEujol mi Agst-Azavel/sxuelrt ot oleld TACeIN, A=aE W/EE FLEE A3
Aoz Ael7h ANA wY Aol FRHEZA £

AAR Best A4E Ful 2 AEE Peldt AAAE BaEe
1o S o Hom FHA 4L & AL EE 98 FhoH 2L &

tk. BaEe BHonNHY BN odom sk mFom =AY 4 Ak, "AAHOR FaA

Al
o
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E"e 1000 WWHES (ppm; parts per million) W|WHY] E3ES 3t v @ AXANE AASEE
= R A K ngke] EoES daete S0 2 AAAE AHFEF

Jores gl

FESAE, B ouge 4] Swel AdE Qs 2 EQE LA 35 Holw Qnie] APE Uel)
el N A T R/EE oA AAA F5 Fole FAUCRVE FEE A%, a, b YUY BE
8 RN e o 2EEe AR Bok AME WS AEyY W/EE S ¥Re] £49) ghH SEE A

Ao B1H T,
wowgel we A AU AAA F F5 L F5 AE wololet Helrt ohle A=y w/Ex
stxy, R A23Yol H/HEE dtxujole] #& Flojrt.

MEAae, A4 A7 Er F) Fol EAles A4 FEe 2 Ho) 7.6 x 10 mol /mol-2 7,
Bt npdAsAE A 5.9 x 10 mol/mol-Ae7k, b8 mkAsAE A 3.5 x 10 mol/mol-Ael7td = 9l
o AP, olgdF FLe FFS 0.067 x 10 WA 7.3 x 10 mol/mol-Ae] 7, Hr} wpEAsAE 0.13
x 107 WA 5.7 x 10 mol/mol-2&|7k, 714 whgkAs A% 0.2 x 100 WA 3.5 x 10 mol/mol-2&7kolt}. A
ghon Edats AdA 24 FES Ho% 0.1 x 107 mol/mol-Ael7}, wr} vhAslE Holw 0.15

x 10 mol/mol-22] 7}, 714 vlEAsAl= A% 0.25 x 10° mol/mol-22]7}o]t},

A s, AEmnel AdA B4 43, A2y FH9 FES AWE Aeigk AAAL A 106 v/,
uoh kA A 8 w/iv, 7P sEEElE A 5.5 wad & . AgHoE, A2mE G459

T MAE A7 AXA 0.1 WA 10% w/w, Euk vk sAl= 0.2 WX 8% w/w, 7HE v sHAl= 0.3
WA 5% wiweltt.  AgAem, A2zy a5 s hdd Agh AAAS AHojx= 0.5%w/w, <
0.8%w/w, Bt APH oz Mol 1.0% w/w, 7P APH oz Aol 1.5%w/woltt.

A s A, STy F40 FEe MR AI AXAS A 20% w/iw, 2ok vkERsAE A 16% w/w,
71 wiEAs A Ao 10% w/wvd Aok, AFHor, sZy F59 FEL AEE AT AAAY 0.2
WA 20% w/w, B abAEtAlE 0.4 WA 16%, 7HE abEASAIE 0.6 WA 10% w/weltk, d@Aom, shL
# aEe FEe NdE dugr AAA Holm 1.0%w/w, Bot AFHoZ 2.0% w/w, 7P HPHoR Aol
3.0% w/woltt.

A=A 23F AsE AAAY AE7t AE2 APHo=z, JEdd XAA Y 86.5 A 99.9 FH%, R} A

1
H2 o7 89.2 WA 99.7 =%, /M AHFHoR 93.2 YA 99.6 TS AT = AUt

A7 H A E (A A ATt AR dAy¥Por ) MAE XA 76.4 WA 99.8 =%, KT} AF
Ao o]9] 81.1 WA 99.5 5F%, 7MY Moz 83.2 WX 99.3 THwE g,

Sl ARgE go] "H 270 B4 AR T A B/EE 20 54 AAE ot wEHsile
el glejel Sl m AFE gk AXA 8 Fuls 55 BololE], d@gHom, A 274e] %
A2, 7P el he 54 dAE e 5% AsE RololHE Xt mebA, ol RolofE
E OFA e olFA S oo e & slejth

ahghA sk,

= o ¥ OER exE o9
Zolt}, AH3sk oy F45S xE o 9l
2

=

Aol 74 ulEAE S Fho

%o Zu) Fo] Ho|lE 1 mol/100 (F4 + F% (A23F L/EE 312F))
mol, EE} } FAa Al Ho]% 1.5 mol/100 (74 + &%) mol, 7FF At &A= Hol% 2 mol/100 (714 +
%) mole] FFolA EAT F ATk, Fv] 559 £ S F FHd 10 mol/100 (F4& + ) mol, ET}
vl A e AlE Ev) 5 A 7.5 mol/100 (FA + F£) mol, 7FF ulEAEAE o 5 mol/100 (A& + FE)
mold 4= QUt}.

st A=, S & vl 559 FE2 S $ 1 WA 10 mol/100 (34 + %) mol, Btk BFHASHAI=
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2 WA 8 mol/100 (72 + &%) mol, 74 vlhASHA= 2.5 WA 6 mol/100 (772 + F55) mole] WY o|t}.

N

M UEhA @t @, 6l F 90 35 EE 9 349 de 4UY 35 oo Ba Zeln, o
o] ot

dek o, Ful Sul 3 1 U4 22 96, Bk bl 4 uiA 18 F3%, b v
13 2% W0 FUue] Fu) B5e HA 4 otk oleld de mE Azel 3%, ey 53 Mgl 48

DE
_|N
ol
ol
é
i

ol
=
R

Zui= oo Age T v Ay 35425y 2/EE dxy w58 T ¢ v ey
ddAeR, Ag:ABaged g $Fv= Fvl T 2:1 WA 10:1, Bo v siAl= 2.5:1 WA 901, 7H
A skl 301 WA 8:19] WefolaL, AlfistZuel ek TFHl= S F 111 WA 0 5:1, By upeEA st
A= 1.25:1 WA 4.5:1, 7P wbgrg sl 1,501 WA 4:19] ¥ejelar, FHlF A=agel te TFH = =
o 1.2:1 WA 8:1, ok wigAeAl= 1.5:1 WA 6:1, 7 H}%"ﬁo}ﬂlt 2:1 WA 5:19] Wefelar, FH]
wookZgoel gt Tl S T 0.6:1 WA 401, Bk wpEASHAl= 0.75:1 WA 301, 7Y wbE A sHAl=

L1 WA 2.5010) eleleh,  webd, E6l 3 &6 FEo0EA 35 Bue 440 HojE 14 mi
1516l WAL ol 14 U 2.7:1, ol 15 WA 2,151, 531 15 WA 2,011 Welels, 49
How olsl pstel NAA FHE A=aeln, vl FHE Agolth. AuHom, WA, vl 35
o NAA e FHANIE O aTHE A FHekoln,

vl A=, 2 F52 0.5 WA 7.0 mol/mol-7R 2 A &5
A =5, 7 vtgZ A= 1.5 WA 5.0 mol/mol-70&A] 42 MYz EA)8k),

B

o] ALgE g0 "FHE S, SN Az AL, S Fol SHE S0} FEe AR TFSH, ]
e AR mE ol Frhsel, 47 goo] 47 ARA Ex oA Wl FF WE AAHES
st

AgHom, ¥ uge Sujs dole] AP FHe 4+ dvh. AFA FE WA AR Fejelt.
AgAo, A A, Fule Euje ngFe] Feolnh. drdez, Fve Zule F¥3Fe Fea

o)
k95 Fel 4EAE A9, AAE Tk AYHAR 1A Lom WSl A % L A

==
AR, ek EASAE am 23, AT 2.5 3 m xvte] BF AFE 2E, BS ETE GE)
A AEE Y. $9% T YUsE A A8 5ol 7, U5, 20, AS(saddle), Wlstar), FelE
(poly-lobe) = FAHE o] vhgraelel, Fuli £ o Gul, dF Sof Uehd vieh BAF A5e wub
E e wes Zdelt. Eujl R¥3Fe] P2 AgEE A%, v 447 10 WA 500 um, wHEA
oA 20 WA 200 wm, 7Hg HFABAE 20 WA 100 pm W] Ao L Ak A5E e o] vkt
o,

007 24 (GFe 4 A=y WEE F2) G AAEIE TR S T &) B S AT 4
Egol o8] Teln old@ AFel Wwe Ao A4W & Avh. AYHow, SHF vl vl (batch)
%5 U7 10709 AEE Aakn, BB BE S, % Bo XK, DA F B, FAA PAs 24

Al

1=a]
(neutron activation analysis), ©]< AZYHE Zgt=ul A EF (ICPMS; ion coupled plasma mass
spectrometry) w41 TE o] AZYyE Zgxuvt 9xF #FE B33 (ICPAES; ion coupled plasma atomic
emission spectroscope)ell ola] AAE L, Ht

2

iy

o] 7

M

*UH/X] W T 54T 139 o5 AEY FE2 XRF, A FF £33, A4 BALE

2 rgo] <Qleojo] Zwd wE A HAegt XXE Fvfe] APFAHQ Fd FHAL, Micromeritics Tristar
3000 ¥WA = FIE BEXU|E ALgste] B.E.T. 53 W (multipoint method)ol 2laf =3 A 20 WA

600 m/g, Wt} uletHaAE= 30 WA 450 m'/g, 7HE HFAEAE 35 A 350 m'/g WYtk 7|7 AsS
47437 918 ALEE AE AR Micromeriticsol 98] FEHE, 30.6 m/g (+/- 0.75 m/g)e] FHAHL 7

_14_



[0081]

[0082]

[0083]

[0084]
[0085]

[0086]

[0087]

[0088]

[0089]

[0090]

[0091]

[0092]

[0093]
[0094]

[0095]

S==S35| 10-2740946

o= A%

Ll

WA 1000 nm, Buk wpghstAlE= 3 WA 500 nm, 7HE whEA

] 22t}3d (mesoporous) 2 AW t+F4d (macroporous) 2] 30|

)

2

Do
(@]
o
jon
=
T
o 10
o
N

A= 5 % & 271

= MR B B (3% M3 004-16833-000Y 4 ).
|

c}, AR71E A7) (50nm Z=3)E NIST = S AEgEE e gY FF=H(mercury intrusion

porosimetry)el] <& 242 4 o, wxr|F 7|F A7] (2 WA 50nm)E ZAAs7] & 77KAA AA A

A2 AMEELE vl E-Zoly-gatt (BJH; Barrett-Joyner-Halenda) &4 WhHo] ALgHtt., H 7|F A7

7% Fae] 7lg B9 ks Hd Wvs) 71 A7) S|

=z
=

oxl ©

Al 0.1 HV] Sem /gl HSlolTh. ey, UH“I“ S eHES #e Ul/‘ﬂﬂr%‘é = FvlE 58 e
A7

EE
g3, A% wEEol ol guy

wongold, ARAl 4 RoloEld] A/E Aejshe Aol wRAE felsth Aol wAHIG. e
A 2 ool @] fal, ol ARAl B4 RelojEle] 2HAS Alojsh: Zlo] Wasd, 134 wow
MAA B4 Rololel Az 288 5 9lor], oo wel ALA F5 melojHe ArE FAA & oY)
EERS

webd, B ouye) A4 Swel v, s] wAS Takehs, AAE gk Al Az Wl AFAT:

A7t AAAE SFA G/ olFA MEA 55 sFEd ASAA, MEA 5H] A7) deks 719kl v

32 Bl gest AAAS] B gl FRHET ke v,

Hg A FE Folel, olgals AAA 4 Foleviel oo g@mms, wrh wig

AFHoZ, HEF dAA A7t AAAY HEFdh= 7] NAA 5459 o= 256, B} AP AR Hox
30%, AW Holx= 35%, Hrl HlHASIAE Holx 40%, oA Holx 45%, 7P H&ge A= FHolk 50%, 9
At Hol% 55%, & Eo] Zol% 60% & 65%, 7FF vlHASAE Holm 70%, dAW ZHol® 75% &
80%, WU} AFHow Holx 85%, 7FF AEH 0T Hojw 90%, B3] @014 950 THEEA H= o] %Al TN EA
5ok, wEba, ATt AAA ol FERE NAHA G40 Holk 25%, Huk HFA R AHol&: 30%, o7
o Aol= 356, HUtl ulgAetAlE Hojk 40%, oA Holk 45%, 7Y AHEFsHAIE Aol® 50%, A7 %o
T 556, dE E°] HolE 60% Hi= 65%, 7Hd wiEASHAlE HolE 70%, d7Ad Aol& 75% H= 80%, Rl A
PHoZ Aol 85%, 71 HFFHoR Aol 90%, 53] Aok 95%= F FHul 271 MAA 5& dAE Z2E
MAA =4 RololE o] Fej= EA|g).

W oo Fokel Swie] e, 7] wAE Eehs, ¥
Az o] AFA:

o

5

e

W gl Ao me AdE ALz A7

i1
g
N
il
P
re
i1
AC)
Y
N
N
2
|
2
ol
L

AL AAAE GPA W/EE oA AAA FE SFR Aeste], MDA FHol Aeks slske] W
Fal Aot AAAe W A5 NAA B4 AR ol%se A
A FE QAske ol LeluvaE FEs ARG AR FE olFum, wt ugralA ole] ol %3
EohAA 34 QAske) AFARE F8E BASGES AR 23 ol4us, Wi,

A

A, AdA 35 Q7o) olFe
) A AR A Aeks Je FEE ARy, 9/Es
b Aelsk AXAE Aelelvlel R, FRE Arle] Bebgela Ge HnsE AL FEe] FAGow
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bl Swel wEw, s BAE Zse, Sed Az wel AT

AU

gd Heks Ve Zte Ayt AXAE Alwsta, AdEHe=(optionally), &7 AAAE
Aelste], @ <2.57) 719 FEe weld Aeks 7] (SiH)E AlFEE @Al

ii. 471 Aduez Ad Hegt AAAE @EEA A=2mw Ee stEy NEA 55 d9Ed
HEANA, AAA B, APHoz 7] dejd doks 719 Aok 25k 7] MEAA 555 FHA7= o

iii. Adedoz, MAA 54 gES A doo 8w == IA Ao (liquid carrier)E AAsE &

v 47 sad AR S S @2 gEom Aestel, AAW Helnt: Fv) Lo FHA
A FuE G4sa, dagon, Fug shalst B

B E e F7ke] SHe) waw, 7] wAE e, SE @ AdE A7 A Az @
Yol AlFHh

i. gld Adgs 715 z2te Al AXAE AFeta, AgHoz, AV XAAS A sk,
= 7] (S E Aleshs &l

ii Ag"E Agt AAAE dFA A2IF EE SEZH A
HAEZAA, AAA Aoll, d¥gHor 7] deld Aels 719 Hoj 25%0] A7 MAA F5S FFAA7= &

i, dwdHom, AdA B AFES 9% Jolol gu) wx A AeolE AASE WA
v, dmEom. Ev) GRS 9% Fu A, EW Aol FAY v A2y wE SIF GRS A=
SE EE STEY UNE EE SASER ABA/] FRE AG D LR Fo, ALY AXAE A
AE WA

vt AlE, dekem 7] wEe dka Ae, 3eHH 29 e uE AdEE R ] NEA 55 seeR
of Aol oA A"t
e, Beel AdA F& Fole FRUL AV ALA F&e) g SelololA, AXAY} WET
=) ol
ol

dA =
W AAA gl FHHES SRl §

ARAow, 47 9L AT gl 2 ol9el Aolth
AgHon gl ARE o, ot AYHOR (1-(6 XL, A WL, e, T, ofx
megg, FEe, AUe 9 ane, wrl d9don Mg oug wi Zupgniy dudt
KA, olgate AAA F5 Foledl U@ FHE ADA FH 2HAe A5 BN 7] AA
F59 FE 9 sl o3 Alejd & Ao

) AU AAA ) ek Ae ¥R, 9/EE

b AEA F5 Foleo] FHE Qo] HegeA R elztee 7).

of A= Ak ZE TE AHFe wgel o Aloj®Eitk. gl wWH, o] &3 [L T Zhuravlev,
"Colloids and Surfaces: Physicochemical and Engineering Aspects, vol. 173, pp. 1-38, 2000"]%
Egse, ol Aesk B Ao BF AT & A Lok Ub Jold Fu: weld dek, oF A

= (geminal silanol), ©]% A@&=(vicinal silanol) ¥ Wi A&Es 7jesict. gl Azts 717 7

A olde] AT AAA de] AehE 7] ks whEAsHAlE st B AL Bl TleAel A A
d& =
1
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[0116]

[0117]

[0118]

[0119]

[0120]

[0121]

[0122]

[0123]

w AT, o] S 3730 WA 3750em oA Ho F wAEA A Hgwe] os] Feld 4 9 Elas
e AebEe 3460 WA 3715em o WE ¥=AZ YehAth (¥3 ['The Surface Properties of Silicas",
Edited by Andre P Legrand, john Wiley and Sons, 1998 (ISBN 0-471-95332-6) pp. 147—234] #=).
QPSR e Eitew, AMAA w50 wiflE, Aggl 3H g 37 5459 F& s AAYA &
= s uisity. wEbA], EaASA] &2 e AYPHoR, MNAA S50 Ayt e A
: N T MAA &5 wdrt. o] HalA, EHASHA] & Fitee dF

& 3 At 199 Al o8 AAH.

Bt &2 e AVlE, MEA 555 olAAA olFY X3S WA e et}
B owe] Frbe] Svle] way, & wwe) Fyuelel we Eve) Az W, w4 F6) wb E6Ee
A% AdE 2k AAA Az Fol A
®ogmo Bl 2y F 9oo] Ao BE AR AT AAAR FFHH, o714 AXAE m G <2.57
719 Fze wa® AeE 7] (SIS ¥dett,  Ad¥doz AAAE mn % >0.17 2 <2.57 719
Sz, Brh wEAsAE m 9 0.2 WA 2.2/ 719 2, 74F ugAads m 9 0.4 WA 2.07] 719 &
Fo] ded Aekis 7] (-SiohE EF3t
TR, Hodhge ool 9o FHwe wpE Eu] e AdE At ARAR FFEY ) U AR A=, F
Hol 2701 MEA 55 YAE 23, D/Ee AAA o EAste @A 9/EE oA MEA 55 Fol
e FEFQoRRY FEH, m B <2579 HolojEe] fEow Eels 4V ANEakF E: vy 24l
T4 wololElg T
AdHom, AAAE m G >0.0257 L <257 719 £, Bk @A AE D 0.05 WA 1.5 o]
e 3, 7P wEAEAE m P 0.1 WA 1.0/ molojele] F#Fe) F7] A=y i srE AdA
F4 mololElE EgaT
Welo]l A YtEE BhgatA] e =Y F gon, ol Nudoen A2ZmE EE Ty 9AS
2= 59 e 6 uElE AT 5 e, a1y AARS dRee Als B e 24 9AxE e EAEREH A
gEch,  de g2, golrl, yoll, ug, fitEAs e o9 FEA, AdAY dsHE, e 279 Aol
3 o]y 3 B5TE AN, Zdzte] Ao 44 N BEE 0 2 27] == 3710 YA 98 EHE N == 0
Axpe} A, oo o] 59 Ei 69 1E]E FAEE BAE TS o= Aw-2.4-t1e 1 WA 479
B A2 Shehe AW G2 alo] 3-S4RERle o AHZ, oA oY 3-2AFERdolE, Zad 3-
SAFEIdolE, olhxed 3-SAFERYolE, p-FE 3-FAhFEooE, t-FH 3-SAHERlE,
Aet-3,5-112, 2,2,6,6,-H = E-3,5- AT &, 1,2-090) &, 1,2-ZRATE, 1,3- T2 P, 1,3-95
He, 12-580g, 1,2-tolmolg, dekgolyl, 1,2-Tlobu-1,1,2,2-HEE A0 =, 2,3-T3 =%
A-1,4-F"T Qo]0 E | 2, 4-T8 =5 A1 5- AT Qolo] =, 1,2-TFESAiA-3-5-t] & ¥ d|o|E, Tlol sl
ol AElolMEL, UEDRMED, N-8 =5 Ao ol drlrjolrl Egjob| BAt, N-8] =5 Ao g o] u] o}
AER, NN-TSESAEEde] o, S 9 ol g xg@r.  Aw-2,4-te, Fe-3,5-0e,
2.2,6,6-H| =3, 5w, dd 3-SaRE o0& B (-7 3-§aREed o] s} 71 vlgr s},
d2 So] & 1070 vvre] B g/EE HEHzdasS e o e B2y gis=s e v 349 F 9
E% g, ol ¢ 2 Y=sh wastel o ke wEsh Astel ww Ad IHHES ¢ 5 A
whebA, Ro] JfAA FE ol THYE oI o e Y=, wtEFsaAE Holk 1749 ol#d 23t
=oto] A2y L/EE §ZFe FA Fdud £ k. oI HFEL, F 5o ¢ & F B
= 59 X3 5 ol

2
@ s, odn &4 Ss, FHAS s, oA ol FAE Ei TRE
=
=

uhgA s el e e

Foms, Aeks 39

449 & ovh. B uwe we Add A
2

o AR ' ¥ 1.5 7] v A Agden m’ @ 0.87) 7] vkl 4 ddrk. ARE Aelst A

o
Mo
bl
rlr
A
z
1
o
Ho

fx
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Aol Az g Aeks wEol dld AR WAE T 0.1 WA 2.57) AekE 7], e wMRAEAE m'

2 0.15 WA 1.07) Aegks 7], 743 wddaAE '’ 3 0.2 WA 0.77) Aeks 71 4 Q).

QuAow gole Felel AAA F49 FEE AAA] EA FolAe] o3 Fo| FIFF Y (ol AR
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FEE ST Zlol. "F A 2709 F& GA" Soll ME AP v A %/ms olF A FHe] 1o 7]
ARQetms Helj Aok k. A, £ & 2 -

Fel= A Ask7] s A8

i SN

g A3 Sweld, WAl 2719 Feje wolojel§ 2
£ o] RER Ao® HANN. webd, BAGA gol "Au 4] ALA B A" & F V) R/E
209 ARA B4 AE dvjach. U, 208 ALA B4 QAR D ARA 34 A3k
FAS, g7 melolel W F 1) B/wE 249 A=mE A4t S8l whebAsta, g 58 molele W 1
Aol Az 947h vk s
g0l w3l (nonomeric) EE A (dineric), BHA fAb EE oA A FUE 2AY, EE et
gl AN AY, Al B oA e G 2 AL v,
AAA B9 =, ool ol Adel F £9 F& A £ A W], BANA @AF 2
RuTh. mololeli W-uFA Ei w-olgA] FexHl FUT AT 5 AAW, oF FelzHE 43 )
Ad B4 A4 FHRGE AL & Aol

3

12 7r MEE A7k AAlel 50 didk HRTEM o] v x]& YE L,
T 2% Zr MEE AEFE AAl 79l 9ig HRTEM o] X]& YEd i

T 38 7r MAE AP FF AAd 149 thd HRTEM o7 X & el 3;

T 4% Zr ANAE A7 Ao 159] g HRTEM o] WA & vehfaz;
% 5% Zr MAR Aegh AAld 176 ik HRTEM ©]m| A& veRar;
% 62 Zr MAR A7k AAld 18e tidk HRTEM ©]n| A& el aL;
T 72 A 20 A Ao 74 A AlzE Fvlo] ok MVARMAA A e (%) ol FHvl €4S EbdaL;
%82 A 75 WX Al 790 A Al EFE @ERA/AbgA Sl didk S AEAgdS YeRd o
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[0217]
[0218]
[0219]

[0220]

[0221]

[0222]

[0223]
[0224]

[0225]

[0226]

[0227]

[0228]

[0229]

[0230]

[0231]

[0232]

[0233]

S==S35| 10-2740946

9= A4 8lo] 7]&¥® 11%9] »=3} A% (advanced ageing test)ol & A% nfe}

BN

uSY
rlo
Jp

W oad g

i ko

gL A5l et FAFQ &

A &

A7t AAA A9

AAd 1

Fuji Silysia CARIiACT Q10 A E]7} (Q10)E 160TCelA 16417 FoF AFA

QB ogRE AAS, dAAE (desiccator) Woll ByE HEH Zgpadgoa ALom WZhAZ T, o]
A Ax FA/GR 24 24 (Micromeretics Tristar 1D 3] 274 Al 333 m/ge] %@
ml/ge 718 %3] 2 10 e HF 71F A4S /AT, T6A B4 E3] 0.8 OH/mn' e Aeks 7 #9159
o, o] AggleE F2 2 YA 4me A7 ¥HY WY 78 Ay n=g FA".

A4 2

Fuji Silysia CARIACT Q30 A&7} (Q30)E AA 7}2=9 &% 3lo 5C/mine 712 ZHAME(heating ramp rate)
S 7HAH SAIZE Eot B E (tubular furnace) W 900TColA dAAIHATE. o]oja], o]& Aeo=m WZhA| 7|1,
gA7olE W WBE Zelaze] mualglth. o AtE 112 n'/gel ®WA, 1.0 nl/ge] 7% %3], 30 m
ol Hi 71F AAS 7hHE, F2 2 WA 4 mel A4 ¥ e 78 Ag) vj=s A,

A7t ARA zr AA

AAlel 3 (0.92 FF%] Zr, Q10 o] TEFAl Zr)

0.542 g9 Zr(acac)s (97%, Sigma Aldrich)Z 11 ml9] MeOH (99% Sigma Aldrich) Zol &s|AHTF. 7
2370, AAd 125Ee] A7t 10 g& AZITE.  olojA, A#E AeslE nukslHA Zr(acac), &N
A7vekd . Zr(acac), €9 EF7F Azt 71E By WE X wizbx] wvke A&EH. 71 A
dusm U, 7r-A2E AggtE Fr1F o whkstAA WiE Zekad o] 1647 Eek WA sk, o]
AZE &, 71F 9 (extra—porous) §MS oo oF] AASIATE. ol o]ojA, Ao AL 29 fE5S
S8 Zr-Md8 At oA EeA e =M 71F W(intra-porous) 7] &7} AAEHE AR @AY} o
oA, Herdoer, 7F W &S 3¢t stol I 2] AA AASAT. En) ZFEF AAEL U,
Zr-R28 A7t AAAE 5C/ming 719 AARE 2 5279 HF FA|(final hold)E 7IAH 7] &
I/min) 3ol BHZ ) 500TColA sRAHT. W2 A, o]& 100%2] Zr AHE &8 Zte 7r 2829 s AE
7} ARAANE Edvh. Zr-ANEE AR A dolle] Zr 2HE (T B olux B4kd XA 3 4 (powder
Energy Dispersive X-Ray Fluorescence analysis) (Oxford Instruments X-Supreme8000)< %3] ZAA s},
AAd 4 (1.5 %9 Zr, Q10 Ao wakA]| 7r)

0.874 g9 Zr(acac), B AF&8 A& AQstar, Al 3o 7|&d vie} & XA MAS F3s30T).

AAd 5 (2.3 2% Zr, Q10 Ao WA 7r)

1.38 g9 Zr(acac),& AF&3sta, MeOH thalel 20 ml¢] 1-PrOH (99% Sigma Aldrich)E AF&3t AS A9 s,
AN 30 ZeH wpel 2o AAA AAS FPsk. I, &u] AA] %A 16A17F] =3} whA] A Ao
Ax wWake X439, ol 90%2] Zr AME E&S Pot).

AAE 6 (2.7 2% Zr, Q10 Ao vk 7r)

1.67 g9 Zr(acac),& AF&3sta, 1-PrOH thalel 20 mle] MeOH (99% Sigma Aldrich)E AF&3F AL A9 sta,
AAd 5ol 71&H mel 2 XA MEAL FHEAT. ol 89%2 Ir AR E&S WUt

AAE 7 (4.2 299 Zr, Q10 Ao vk Zr)

2.56 g9 Zr(acac),sZ AH&3laL, 1-PrOH thalell 20 ml9] EF<l (99% Sigma Aldrich)S ARE3F AL A 98t
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[0234]

[0235]

[0236]

[0237]

[0238]

[0239]

[0240]

[0241]

[0242]

[0243]

[0244]

[0245]

[0246]

[0247]

[0248]

[0249]

[0250]
[0251]

[0252]

[0253]

[0254]

[0255]

[0256]

S==35| 10-2740946

AAlel 5ol ZlwE whek 22 AAA WA FHSAT. o= 93%°] Zr A

o
ol
o
o
o
50
iu)

AAd 8 (0.7 %] Zr, Q30 o] @A Zr)

0.43 g9 Zr(acac),& AH&3EIL, AAle] 22RH| He7ts A& A& ALsta, AAld 6o 7]sd vpep
& AAA MEE FASGAT. ol 939 Ir AHE EES P

AAld 9 (1.1 F2%] Zr, Q10 4ol T=FAl Zr)

2.15 g9 Zr(thd),& AHE&3FaL, 1-PrOH thalell 20 mle] MeOHE AM&3F A& AlQ]star, Ao 5o 7]sH nje}
B AAA MAE TR, ol 4799 Ir AHE E&S FUTH

AAl 10 (2.2 T2 Zr, Q10 ] WA Zr)

MeOH thalel]l 20 mle EFdAS
o= 93%9] Zr AE &S iUt

Al 11 (3.9 T2 Zr, Q10 <] T=FA Zr)

3.19 g9 Zr(EtOAc),& AH&3taL, 1-PrOH th2lel 20 ml1o] gk (99% Sigma Aldrich)S AM&-S 218 Al9)s}aL,
Al 5ell 71gE vkel e XA AAE ATt o] 86%9] Zr AME EE&S @okth.

Al 12 (6.7 T Zr, Q10 <] oA Zr)

3.12 g°] [Zr(OPr)s(acac)]2& AFE3taL, 1-PrOH tialel 20 mlo] &S AREE S A|star, AAld 50 7]
SF vkel 22 AAA ANAS s o= 95%9] Zr AHE EE&S Eoktt

Al 13 (2.2 %] Zr, Q30 4] ArEA Zr) (v]ald)

1.16 g9 Zr(nOPr), (1-Z2HL F 70 T3%, Sigma Aldrich)E AME3F AS AQstar, A d 59 7] u}

&
e AAA AL S, ER, A 123Ee] Qe Bl A 225E ALt 10 g
AEAGT. olL 1008] 75 LB EEE AL,

AAld 14 (6.0 S2Z%] Zr, Q10 Ao A=A Zr) (Walo))

Ag

%‘Z m>

3.35 g9 Zr(nOPr), (1-X 23 F 70 =%, Sigma Aldrich)E AF&3F AL A|staz, AAld 59 7|<3 =

oF e AAA NS FASGATE. o= 100%°] Zr A EE&S okt

ARl 15 (8.0 T Zr, Q10 Ao ZFA| Zr) (¥]aLd])

2.67 g9 AZF:F(IV) AIEAI= (97% Sigma Aldrich)Z 1-PrOH thalol 1.77 go] opxlEA (W24, Sigma

Aldrich)® 7 20 ml9] oleh& (F5, Sigma Aldrich) ol &3A1Z1 Z2& Al&fstar, A4 500 7]=d vkt

2o AAA MAE FHEATE. olE 1009 Zr AHE E&S FUT.

A7k AA A Hf HE

Ao 16 (5.4 FZ%] Hf, Q10 <] T=FA HI)

1.37 g9 Hf(iOPr), (99% Sigma Aldrich)Z 1.32 g¢] olAled olAlE (99% Sigma Aldrich)®} &7 20 ml1¢] 1-

PrOH Foll &3fA17]az, AAle] 12589 A7t 10 gof =Yell oA 30% s+ &

AAle] 5ol 71sE wkeh 2 AAA NAS FAEUTE. ol 98%°] HE AHE E&S Pt

Ao 17 (7.8 F%%] Hf, Q10 <] T=FA HI)

2.00 g Hf(iOPr),Z 1.93 g9 ofAld ofAlE3 g7 20 mle] EF<l Fol &aiA7]a, AAo 123 2y
5

7F 10g°] =jiell $EAM 30+ & of 7led wket A2 AAA NEE

ot TS 3l
J3F3ATE. ol 100%2] Hf AME &&S Ykt

AAld 18 (11.8 T%%2] Hf, Q10 <] A=A Hf) (W]aLe])

3.19 go Hf(iOPr),& 1-PrOH thAilel 20 ml1o] ZF Foll &aAZ A& AlQlstar, AAlo] 5o 7]=d wpet 72

_27_



[0257]
[0258]

[0259]

[0260]
[0261]

[0262]

[0263]

[0264]

[0265]

[0266]

[0267]

[0268]

[0269]

[0270]

[0271]

[0272]

[0273]

[0274]

[0275]

[0276]

[0277]

S=S35| 10-2740946

S AAA NAE FHEATE. olE 100%2] Hf A &8 Tt
NEE XA A< HRTEM £
A e 19 ($FEA] Zre] HRTEM #41)

Adud JiEE At AAld oA aislls F2 A @n7d (HRTEM; High-Resolution Transmission
Electron Microscopy) #4<& Fdstitt. ol fl&, /Mdd H7tE vlela =% (microtome) S AR&-38h]
100 WA 200 nm FAS] YRR Edolagsiitt. oo, Edolastd ol YAE T wll(mesh) ‘ol
g3, WALR e~F F7] ¥ (antistatic osmium vapour coating)S =XEIIFTE. oJojA, I ME
& % REOA Tecnai G2 F20 (FEIO o3 Azxg)& AF&ste] #4830k, dAA ¥ 1 o] 1+ &35
= 7FA™A 100 WA 300 kve] 7R HdelA AAEdvt. dA WS 30 um thelo]Z 3 (diaphragm)ol ©]E
AEHEAAT. 25005 vl wl&R olux|o] 50 WA 200709 F& U=dAE EIFEEF HRTEM o|RAE 75
stk o] A& AR AEgh AAd 5, AN 7, AAd 14, AAd 15, AAld 17 H A4 18 el A
ST, MRTEM o]v] A= = 1 WA 6ol] Ao} Qlt.

AdE AAA 9 Cs A

AAe 20 (3.2 %] Cs, 0.9 =% Zr, ©@=A Zr)

0.458 g2] CsOH.H,0 (99.5% Sigma Aldrich)E Z#]B.ut~(glovebox)ollA A&, 20 mle] 9:1 v/v MeOH:H.0

|l E3HE Foll KA Y. Ao 3025 E JAEE A7 10 g& wHESFAA CsOH gHel H7F3sd ).

WRES F7F 16 s A&sta, o] &, AMES FUIHoR wwelHA dEH EghaFdd 16A1F B WA s}

NS oo 93l AASGTE. olddl o]ojA], ALoA HAAh Tt HFE F&

HAPo 2 71F | Sul7F AASE dxR dA7E olojHY. uigtE o=z V]
|

Aok, ol A =, U Y
Cs/Zr-74% A7} “dollA

: &
5
& W ErE 2 skl 3

S| elM AASG. o] @A F, v HEE 110 WA 120CelM Az
S el AIA7IAL, 16A13F Bt AxEES RAEIT. W AL o= 90%°] Cs AME BES e

Cs/7r/Si0, ZFWE EUdth. FHvul oY Cs EHH (FHW) > o oux 448 X4 ¥F 4 (Oxford
Instruments X-Supreme8000)< =3 AA3IAT}.

AN 21 (3.7 %] Cs, 0.9 92| Zr, W=k Zr)

ol

0.534 g9 CsOH.H,0& AF&3 RS AYstar, AAld 200 7|&H vlep o] FulE A8,

AN 22 (4.0 %] Cs, 0.9 92| Zr, @A Zr)

0.583 g9 CsOH.H,0& AF&3+ AS AYstar, HAAld 200 7|&H ule} o] FulE AzxsSiH.

AN 23 (4.8 %] Cs, 0.9 =% Zr, ©@=A Zr)

0.716 g9 CsOH.H,0& AF&3 RS AYstar, AAld 200 7|&H ulep o] FulE A8k 8lH.

AN 24 (5.1 =% Cs, 1.5 =% Zr, @A Zr)

pocy
o
2
o
ol
]
il

Alofl 2001 7]

iy
uk

0.754 g9 CsOH.H0& AF8-3tar, AAld 42569 7dd HAe7te A&
ule} o] Zu|E A Z3FSiT).

AN 25 (5.7 =F%] Cs, 1.5 =% Zr, @A Zr)

)

0.852 g9 CsOH.H,0& AF&3 AS AYstar, HAAld 240 7|&H ule} o] Ful& A|xs8lH.

AN 26 (6.7 =F%] Cs, 1.4 =% Zr, ©@=A Zr)

1.00 g9 CsOH.H0& AF&3 A& AQstar, AAld 240 7<% v} o] FHul& A3t

AN 27 (7.7 ZF%9] Cs, 1.4 =% Zr, @A Zr)

1.17 g CsOH.H:05 AH&& A Alelstar, Ao 240 7]=€ wpep o] SvjE A xs3i v

AN 28 (9.7 =% Cs, 2.0 =% Zr, @=A Zr)
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=50l 10-2740946

oin

[0278] 1.37 g9 CsON.ILOE Alg3ta, AAd 522E e AAE Aa7h2 A18s AS Asta, AAld 200 7125

H]’Q]' @'0] Z:.“UH% Zﬂié}‘%‘\q’. EE?}, Cs —E}f—d{ /\]Zl'% 16/\]Zl—_g_il?_}}] I Zl’—g—i %%}\]Zﬂ;\g‘ﬂ, O:}jl,}- %74]7‘:“ Zﬂ
Q3kATt, e §7] £ A eIt A A AT By Y2 AZRAY), 10099] Cs AHE EES @

ket

[0279] 2AAd 29 (10.2 3% Cs, 2.0 5% Zr, FFA Zr)

[0280]  1.45 g°] CsOH.IOZ AL&& A& Aaka, Axel 28] 718 vho} Lol Ful% Azaislet

[0281] Al 30 (10.8 TF%2] Cs, 2.0 TF%] Zr, @A Zr)

[0282] 1.54 g°] CsOH.H0E5 AH&3 Z& Al9latar, Arle] 280 7]&® whs} o] HujE Alxs3ict.

[0283] AAld 31 (11.3 5% Cs, 2.0 %) Zr, TFA Zr)

[0284] 1.62 g9 CsOH.H0E AF23 RS Asta, AAd 289 7]%® npe} o] =S A Z39T).

[0285] Ao 32 (9.2 FF%] Cs, 2.4 T3%] Zr, OFA Zr)

[0286] 1.44 g9] CsOH.H,02 Abgata, AAe] 6omRE e MAd Agst2 AFgs AL A9sta, A4 200 7)<
¥ onel o] SujE Axsigiv.

[0287] AA G 33 (10.9 %) Cs, 2.4 %] 7Zr, WA Zr)

[0288] 1.74 g°] CsOH.H0E AH&& A& Alefaar, AAle] 3201 7]® wps} o] FHujE Azt

[0289] Ao 34 (13.0 2% Cs, 2.3 S&%9] Zr, &=FA Zr)

[0290] 2.12 g9 CsOH.H0E AH&-3 A& Alglstal, AAle 320l 7]& wkeh o] FulE Azt

[0291] Ao 35 (14.0 2% Cs, 2.3 S2%9] Zr, H=FA Zr)

[0292] 2.30 g9 CsOH.H,05 A3 A& A9)3tar, AAld] 320] 745 ule} o] ZujE 2235940},

[0293] Ao 36 (12.3 2% Cs, 3.7 2% Zr, &=FA Zr)

[0294] 2.00 g°] CsOH.H0& AR&skaL, AAlel 7=5E e e Ae7tE AR As Al)star, el 2000 714
npel o] e Azl

[0295] A e 37 (12.6 %2 Cs, 3.7 TH%2] Zr, @A Zr)

[0296] 2.05 g°] CsOH.H05 AH&3 1S Alefatar, Ao 360] 7]s€ npe} Zo] ZujE A3t

[0297] AAld 38 ( 13.9 T%%2] Cs, 3.6 TF] Zr, ©FA Zr)

[0298] 2.30 g9 CsOH.H0E AH&-3 A& Allstal, AAle 360 7]&d wkoh o] FulE Azt

[0299] AAle 39 (15.4 5% Cs, 3.6 %% Zr, T&A Zr)

[0300] 2.60 g9 CsOH.HL.0E A3 AL A9)atar, Ao 360] 7]%H nie} o] Zmj= A =3530}.

[0301] AN 40 (2.8 %2 Cs, 0.7 %) Zr, A Zr)

[0302] 0.37 g¢ CsOH.I0Z Algala, Aad 82rEe A Aalste Aest AL Asha, A 280 7|5
Hheh go] oS Alxsh3iet.

[0303] AN 41 (3.4 T2 Cs, 0.7 3% Zr, WA Zr)

[0304] 0.45 g°] CsOH.B,05 AH83 AL Alelalar, AAldl 400] 7]%8 vleh 2ol Fuls Alxs9t.

[0305] AN 42 (3.9 T2 Cs, 0.7 3% Zr, WA Zr)
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[0306]

[0307]

[0308]

[0309]

[0310]

[0311]

[0312]

[0313]

[0314]

[0315]

[0316]

[0317]

[0318]

[0319]

[0320]

[0321]

[0322]

[0323]

[0324]

[0325]

[0326]

[0327]

[0328]

[0329]

[0330]

[0331]

[0332]

[0333]

[0334]

SEE35 10-2740946
0.51 g9 CsOH.H,08 A& AL AlQsla, AAd 400] 7]&H vle} o] ZwlE A %3¢},
Aol 43 (4.1 %2 Cs, 1.0 TF% Zr, @A 7r)
0.60 g°] CSOH.HOE AHg3tar, dAlel 9=PE] AAE Helhe AHgd A& Asjsta, Aol 209 7%
npe} ol & Alx=sk3let.

AN 44 (4.6 ZF%S] Cs,

—

0 S50 7r, EEA Zr)

0.68 g CsOH.H0E A}&-3t

L
tlo

A 3ka, AAd 430 7]&® wie} o] ZulE AZ3Y ).

AN 45 (5.5 %] Cs, 1.

o
o

2ol Zr, @A Zr)

0.82 g9 CsOH.H,0Z AF&3 AL ALstar, Ao 430 7]&¥ vpel o] 2ujE A 2%t

A 46 (9.1 %] Cs, 2.0 %] Zr, A 7Zr)

1.42 g9 CsOH.H, 05 AHg3lar, AAld 10025 E9 /AR A27tE A&3 1S AQsta, Al 200 7|&
H npe} o] FulE A IS

2] 47 (9.9 %] Cs, 1.9 %] Zr, A Zr)

1.55 g9] CsOH.H08 AR&3F A& ALstar, Arld 469 71e® nfe} o] Zul& A z23}
2o 48 (13.8 %] Cs, 3.3 %9 Zr, WA Zr)

2.28 g9 CsOH.H,0Z AFgstar, AAld 11ZHE9 M Ag7tE AR AL Al9star, Ao 209 7]&w
upo} ol ZujE Az

AAd 49 (15.0 =% Cs, 3.3 %] Zr, WA Zr)

2.51 g9 CsOH.H0Z A& AL ALstar, Ao 480 7]|&=% niel o] ZujE A 2%,

AAld 50 (14.0 %] Cs, 5.7 2% Zr, o|=A Zr) (v]aLd)

2.34 g9 CsOH.H,02 AFg38la, AAd 122RE AA" Ae7E AFE3 AL Astar, 2AAd 200 7138
nle} o] FujE A xS},

Al 51 (15.0 %] Cs, 5.7 %] Zr, o|=A| Zr) (H]uld])

2.54 g9 CsOH.H0Z A& AL ALstar, Ao 500 7]&% vfe} o] ZujE A2,

AR 52 (16.1 %% Cs, 5.6 %% Zr, o|ZA| Zr) (¥]aLe])

2.76 g9 CsOH.I0E AHES Z& Ao, AAld 500 7]&H nkep o] FHwlE Ax318lH.

AAld 53 (17.3 %9 Cs, 5.5 2% Zr, o|=A Zr) (v]aLd)

3.01 g9 CsOH.H.08 A& RS Aelsla, AAd 500 7]<H vk} o] ZmjE Axslglth.

AAd 54 (6.0 %Y Cs, 2.1 FF%9] Zr, A=A Zr) (¥ald])

0.81 g9 CsOH.H05 AF&3ta, Ao 132X MAE A5 AR AL AYsta, AAld 289 71+
H npe} o] FHulE ARSI

Al 55 (7.7 %] Cs, 2.0 %] Zr, AA] Zr) (H]ad)

1.06 g9 CsOH.H0Z A}-&3F AL AYstar, AAd 540 7|5 nve} o] ZnS A =319 o).

2o 56 (13.6 %] Cs, 5.2 %9 Zr, A=A Zr) (B)uLd])

2.03 g9 CsOH.H05 AR&staL, AAle] 4=5H o /e Ae27ts 8-S S Aleletar, Al 284 7«4
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oin

Hlel 2ol HulE Alxa .

[0335] A e 57 (14.9 3% C 1 %% Zr, A Zr) (vale])

[0336] 2.26 g°] CsOH.H,0& AH&3 ZE AlQlstar, AAle] 5600 7]=¢ uieh o] FujE Axs3itt.

[0337] el 58 (16.1 T2%2] Cs, 5.0 %% Zr, A Zr) (H]ale)

[0338] 2.48 g° CsOH.H.05 AH&e Z1& A|9Jstar, Al 560 7]s® vt Zo] FHul& Alz=s}3drt.

[0339] A 59 (17.3 5% Cs, 5.0 5% Zr, 4&A) Zr) (v]aLe])

[0340] 2.70 g9 CsOH.H.05 AH&er Z1& A|9Jstar, Al 560 7]s® vt Zo] FHul& A3}t

[0341] Al 60 (12.3 5% Cs, 7.0 5% Zr, LA Zr) (v]aLe])

[0342] 1.82 g9 CsOH.H0E AM&3tar, AAld 15253 E AR A7ts A & ALstar, A ¢ 28 7]&d
npe} ol ZHujE A x3hlct.

[0343] AArlel 61 (14.0 T2%2] Cs, 6.9 %] Zr, A Zr) (H]aLe])

[0344] 2.12 g9 CsOH.H.05 AH&S Z1& A|Jstar, AAld 600 7]s=® vkt o] FHul& Alz=s}3rt.

[0345] AA 62 (15.7 5% Cs, 6.7 5% Zr, L&A Zr) (v]aLe])

[0346] 2.42 g°] CsOH.H,05 AR&3 A& AlQlstar, AAle] 600 7]=¢ uieh o] FujE Axs3Att.

[0347] AA e 63 (18.9 TH%] Cs, 6.5 TH%] Zr, S Zr) (¥ald))

[0348] 2.99 g° CsOH.H.05 AH&e Z1& A Jstar, AAld 600 7]s=® uke Zo] FHuj& Alz=s}3rt.

[0349] Ao 64 (8.8 T Cs, 4.9 F2%] Hf, @=FA HI)

[0350] 1.23 g9 CsOH.H,0E AR&38tar, AAle] 1602RE o /Ad Aestg AMEe 2& Al9fatar, Ao 284 7]<
¥ oukel o] FulE A3

[0351] el 65 (10.1 T2%2] Cs, 4.9 %% Hf, TFA] H)

[0352] 1.43 g CsOH.H05 AH&3F Z1& Alelstar, Arle 640 7]s=d npol o] s Al %83t

[0353] AAd 66 (11.4 T2%2 Cs, 4.8 %% Hf, TA] H)

[0354] 1.64 g°] CsOH.H,05 AH&3F 21 Alelstar, Arle 640 7]s=d npel o] s Al %83t

[0355] e 67 (12.6 T2%2 Cs, 4.7 %% Hf, TA] Hi)

[0356] 1.84 g°] CsOH.H,05 AH&3F 21 Alelstar, Arle 640 7]s=d npel o] s Al %83t

[0357] el 68 (11.1 T2%2 Cs, 6.9 %% Hf, @A Hi)

[0358] 1.60 g9 CsOH.H,05 AFgstar, AAld 172FEH] /MAR HAe7ts A3 RS AQdsta, Al 284 7]&H
npe} ol ZHujE A xshlth.

[0359] e 69 (12.7 T2%2 Cs, 6.8 TZ%2] Hf, TA] H)

[0360] 1.86 g°] CsOH.H,05 AH&3F 21 Alelstar, Al 68 7]<=d npol Zo] s Al %83t

[0361] e 70 (14.3 F2%2] Cs, 6.7 %% Hf, TA] Hi)

[0362] 2.14 g¢] CsOH.H,05 AR&3RE Z1ES AlQlstar, AAle] 680 7]=¢ uieh o] ZujE A=At

[0363] e 71 (15.8 T2%2] Cs, 6.6 %] Hf, TA] H)

[0364] 2.41 g¢] CsOH.H,05 AR&3?E Z1ES AlQlstar, AAle] 680 7]=¢ uieh o] ZujE A=At

_31_



[0365]

[0366]

[0367]

[0368]

[0369]

[0370]

[0371]

[0372]

[0373]

[0374]

[0375]

[0376]

[0377]

[0378]

[0379]

[0380]

[0381]

[0382]

SE=S35| 10-2740946

Ao 72 (13.7 392 Cs, 10.2 2% Hf, A=k Hf) (¥]aLe])

2.28 g°] CsOH.H:08 AR&3tar, AAle] 18=RE ] /Hde Hef7ts AHEE AS AQsta, Al 200 7|4
upe} o] ZujE A x3}3At.

A G 73 (14.9 T2%2] Cs, 10.0 Z 2% Hf, A=A Hf) (v]aLd])

2.51 g® CsOH.H,0& AH&3 A& AlQlstar, AAle] 720 7] wie} Fo] ZujE A=At

AAE 74 (16.2 %9 C 9 S Hf, 4F=A Hf) (v]aLe])

2.77 g°] CsOH.H.05 A&7 AS Alelstar, Ao 720] 7€ nps} o] Zujs Azt

AAE 75 (16.0 =F%9) Cs, 3.4 =% Zr, 100% T=A Zr)

2.71 g9 CsOH.H:05 AR&3har, AAld 7259 /MAE A7k 10 g& AR AL ALstar, AAld 209 7]

%9 blel Zo] ZujE A|FsIArt. T3, vyl Ax®E T, o]E WRAMY(mortar) E Wx}(pestle) S AR

st E4sta, 0.1 WA 1.0 mm A7]19] #& oz AA3 AT (sieved). ol Zro FHE 71522 100%] &

ZFA FdFE 2 SuE EUr.

A 76 (15.8 TFH%2] Cs, 3.6 T3] Zr, 79% @A Zr) (W]nld])

2.67 g9 CsOH.H0Z AFE3F AL AQlstar, AAld 750 7]&=d vie} go] ZmE ATt F3H, AA]d

7T2EE MAE AeFt 8.5 g E AAd 42HE MEE HAEFF 1.5 g& Fvll AXAZA AFESATE. 9]
L 7r9 ZEgE v)Foz 79%9] ek 8 09— Z2r= EZulE okt

AAd 77 (15.4 SF%2] Cs, 3.9 T3] Zr, 61% @A Zr) (M]nld))

2.60 g9 CsOH.H0E Al&3 AL ALsta, AAd 750 7<% ve} o] Zu|E Azt EdH, 2A4)

7TE2EE A" ATt 7 g @ AAd 142HEe A AHEFF 3 g& Ful XA ARA ARESIAT. o=

7ro THGE V|EOo R 6199 @A TS e EuE o).

AN 78 (15.7 F%2] Cs, 4.4 %9 Zr, 31% kA Zr) (¥]ald])

2.66 g9 CsOH.H.0E A&t A& Aelsta, AAJo] 750 7]&d wiel Zo] FHulE Azt Hd, A4

7TR2EE A" ATt 4 g E AAd 142HE MdE HEFF 6 g Ful XA ARA ARESIAT. o=

re] FHF9E 7w R 31%9 A FHS e FuE STt

AAd 79 (16.9 TFH%2] Cs, 5.0 T3] Zr, 0% @A Zr) (W] nld)])

2.92 g9 CsOH.H.0E A& AL Aesta, AAlo 750 7]&d wpe} Zo] FHulE Axsqrh. Hd, AA

Uz Ee AAE Aot 10 g& Ful AAAZA AESYTE. o]t Zre] FHRE J1FOR kel GA
2 2= FuE dan

2

uk

Al 80 (&1 A% A38)

0 WA AAld 792%E 9] FulE AFAFE nfo] 240k 7] (labscale microreactor)ol A v
L gl el Algatleh. ol & f8l, 3 g¢ FulE 10 mm«l Wi # A 2
ek 7] WE7IE 330CR ZtEsta, FRVIRNRH 70 T WY T2
% 24 T EELU=E et SE 2EHS 9 (0.0
s B )o. =M ARG EAS sk, ol AR E |
ittt AbdEEd §, 75.6 %%E%Q Wy T2 oyelE, 18.1 T%%e Wwg, 5.7 F
xetete Hs, S FRske 330TCoA 88 7tgs vkg7]

71 Ao, 330CAA Add FUA7IZ Gilson A= o3 HFs v, WHS7|E WY F7](reactor exit
vapour)E WZbstal, SHFARCH, BES 53 Fold AA Fu £ (0.64 WA 0.032 ml/min)oll A =3t
of, Wzl F71/% UH HE ARIA Y] AgES A, A gEE % $5E ETE w2 (ex-
< 2zt Shimadzu 2010 7k AZvbE2Zo o3 EA351%t. AMZ9

zAol 748 AarntEafo R AR, Wslets JEF AAA Y & 9 Adegdo] AARHATE. &
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AL FE9 We Z2uoyolE Aol 10%9] MAMAA &S 97 g8 27HE HE AT (sec)9
A AHEA, HE AT Ol MMAHMAA & el AgolA 9] B (interpolation) S B3] AAFUCE. o]
A, olgldh e HE AS AFEEY] 10%9] MMA+MAA <F&oll A9 MMA+MAA A EIA S AAct,

[0383] <E 1> W3etE Zr A (nuclearity)dl wWE, Zr MAR XA A AA)d AolA Alxd Zujo] gk FA 2

MMAHMAA X e Az},

Zr Cs 10% MMA+MAA
AN | Azaw 94 | =% | =ew | B0 | seddd wd | gl
(5% (F%%) (1/s) o
dAld 20 1 0.9 3.2 2.4 0.12 95.8
A d 21 1 0.9 3.7 2.8 0.15 97.3
A Ad 22 1 0.9 4.0 3.1 0.18 97.6
e 23 1 0.9 1.8 3.8 0.24 98.0
q Ao 24 1 1.5 5.1 2.4 0.32 97.4
d A4 25 1 1.5 5.7 a7 0.39 97.1
N d 26 1 1.4 6.7 3.9 0.41 97.0
A 27 1 1.4 T 3.7 0.47 97.3
2 Ao 28 1 2.0 9.7 3.3 0.45 96.1
A Ae 29 1 2.0 10.2 3.5 0.39 05.8
A4 30 1 2.0 10.8 3.7 0.49 95.8
q A 31 1 2.0 11.3 3.9 0.46 95.5
H A 32 1 2.4 9.2 2.6 0.48 96.8
A Ald 33 1 2.4 10.9 3.2 0.64 96.2
HAld 34 1 2.8 13.0 3.9 0.67 95.5
H A 35 1 2.3 14.0 4.2 0.75 95.5
2 Ao 36 1 37 12.3 2.3 0.76 95.3
A Ao 37 1 3.7 12.6 2.4 0.80 95.0
A A 38 1 3.6 13.9 2.7 0.86 04.1
A A q 39 1 3.6 15.4 3.0 0.93 94.5
Ao 40 1 0.7 2.8 2.7 0.13 97.5
q2 o 41 1 0.7 3.4 3.3 0.17 97.9
N d 42 1 0.7 3.9 3.8 0.25 97.8
Ao 43 1 1.0 4.1 2T 0.25 96.3
Ao 44 1 1.0 1.6 3.1 0.28 97.8
A A 45 1 1.0 5.5 3.7 0.35 96.7
Ao 46 1 2.0 9.1 3.9 0.47 96.5
S 47 1 1.9 9.9 3.5 0.71 96.5
HA A d 48 1 38 13.8 2.9 0.75 94.5
[0384]
2 a)of 49 1 3.3 15.0 3.2 0.7 94.8
A Al 50 2 5.7 14.0 1.7 0.69 93.0
2 A]ef 51 2 5.7 15.0 1.8 0.82 93.0
A Aol 52 2 5.6 16.1 2.0 0.85 93.2
A Ao 53 2 5.5 17.3 i 0.63 92.0
J A 54 3 2.1 0 2.0 0.26 89.2
B A]d 55 3 2.0 i 2.5 0.34 83.8
A Al ¢ 56 3 5.2 13.6 1.8 0.38 85.7
Al 57 3 5.1 14.9 2.0 0.47 88.7
A d 58 3 5.0 16.1 2.2 0.51 90.7
2 Ald 59 3 5.0 17.3 2.4 0.41 90.2
2 Aol 60 5 7.0 12.3 1.2 0.24 76.0
2 A4 B1 5 6.9 14.0 1.4 0.45 85.0
2ol 62 5 6.7 15.7 1.6 0.56 87.0
[0385] M Ao 63 5 6.5 18.9 2.0 0.85 87.6
[0386] <3 2> Wgste Hf Ao w2, Hf /MdE XA AAe] AdollA] AzE Fvljol] digh 244 2 MMAHMAA A

I
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[0387]
[0388]

[0389]
[0390]

[0391]

[0392]

[0393]
[0394]

[0395]

[0396]

o1 10-2740946

= o Hf 29 i Cs:Hf 10% MURTHAA MMA+HAA
A HEE A za) IR E TP TE"‘E}:} B9 gay @
A Ao 64 1 4.9 8.8 2.4 0.51 97.2
H A d] 65 1 4.9 10.1 2.8 0.58 97.1
ERE R 1 4.8 1.4 3.2 0.64 96.5
A o] 67 1 4.7 12.6 3.6 0.73 96.5
A Ao 68 1 6.9 1.1 2.2 0.68 96.4
A 2] ¢ 69 1 6.8 12.7 2.5 0.82 96.5
A d 70 1 6.7 14.3 2.9 0.88 96.0
A d 71 1 6.6 15.8 3.2 0.88 95.1
HAd] 72 3 10.2 13.7 1.8 0.58 80.8
A d 73 3 10.0 14.9 2.0 0.71 91.6
A o] 74 3 9.9 16.2 2.2 0.89 91.2
<® 3> 7hAEe] Zr @A 2 A we, Az Hool oiF B4 D MAMAM AE A}
A Ir Cs . 10% MMA+MAA
AA ol 8% G | D Zas | =R | G0 | #e948 24| e o
3] %) ° (T%%) (1/s) o
A4 75 100 3.4 16.0 3.3 1.43 95.8
BRENG 79 3.6 15.8 3.0 1.44 94.9
q Ao 77 61 3.9 15.4 2.7 1.40 93.7
2 Ao 78 31 4.4 15.7 2.5 1.31 92.0
HAled 79 0 5.0 16.9 2.4 1.29 85.6
Al 81 (745 3 A1F)
vl 22 ARHS 7hE w3t ARolA BkeAT. ol ),

1 g9 FuE U =H] 9l
o} =

2 293, 2B Y= EYs¥T. QES 385C=E 7F¥Esta, 92C= 7199 &2 &3}
Z2& 249 ~EZ (10 ml/min)E SIHAIFHT. o)== 0.75 bard] & HE A4S 2= FEE
2 7" v AollA FE AL mASSY. FUHeR, dAh FFA/EE S_4 B4
Tristar 11)<S AFg3le] Suf AZe] ¥HAS ﬁ]ﬂ(ex s1tu) AAQsd. SAE 1l @
o Zujo] 3 ~A &E A2 AR, ol g .d 24 EdT. 24
274 AL u gl o] AFS AAd 32, A 38, AAld 57 L AAd 63 AolA] 53
<E 4> ZHE e FAS zke= ) Wslels 7r Y Erjol] tiE 7% =3} Hlo]E
RERCIEEERE TR T
S 24 >
=N (1/9)
. R
1 7 14 21 28 (&.m’.dhH
2]
(‘i}; zltgz) 189 187 177 176 178 0.48 1.28E-09
AL 3 g
‘f%] 0‘1%“) 163 147 144 135 135 0.86 6.358-00
AAe 51 . . . : i 2
) 218 200 192 102 185 0.47 9 96E-09
2] Ao 63 . ) . - o
el 148 132 124 127 119 0.85 8.04E-09
Hla AAd 82 2 83
AAdE EP 123333001 Al A3 AAldel whe} AZzsAek.  o]E AAldelA,

m e AAel G dee A AgFd
on'/ge] 71F B¥ (78 B39 76hE

AAA L) 7]E

tlo

A-5-711

ofj
Fr

pud

o,
Hel 7 WA 23nm HH ] A

g A2sE UECIES] 489

o= 99% %¥e] £,
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[0397]

[0398]

[0399]
[0400]

[0401]

[0402]
[0403]

[0404]

[0405]

[0406]

[0407]

[0408]

[0409]

[0410]

[0411]

S=S35 10-2740946

oA 3] 2l 2N L 120TAN AxAYOZA 230 TS Az wrﬂr shikel A4S (A
2] % o)

82), gole] A7kl @A A %
o (anel 8, Az Sole] FYE 71 AU Fastslt. olold. AE FurolEs] FEos
Agstel fARE AR ola AwE EUAA, 4 T (FH0EA EAD)Y AF FHE ATHAG. olo]
A, EUE 450TAA 37 Bk ] B4 SR

7]

AR e 800 Z1%E A BAT £ ol EuhE A, shtel Fo) (AAe] 8% 106 FES B
o Asgon], dage ol

7MY S & (9.6%) ] s AAIE AT
<3 5> Hlal AAle] 82 L 83 vk 24 = OMMA+MAA e A3

Zr
Cs . 10% MMA+VAA |
gAd | Z9F | egn |0 | sgene gy | MM TRA
=alg p
@ | (gam | ED (1/s) (%)
2] A 9
And 82 |y, 1.0 1.6 0.05 65.2
EAR Y Q
aAd 83 | 4.0 1.6 0.12 73.9

Zr 9 Hf ADE Qelzk AAA] S HRIEN A}

Zr R Hf ANEE AEF AAld (DAl 5, AAld 7, AAld 14, Al 15, AAlo] 17 2 Ao 18)0] st
HRTEM olm]=] (AAle] 19)& = 1 WA = 6o =A|Eo] vt oA Zr B HfS] HRTEM ow|=|o] -, M™
St Zr e Hf GRS s oHa, ol AR ARgh B ol w22 Zr/Hf YxedArt EAESE
vERAT. o) Zr e HiZF 9EA dAEA EA8H] wiiolvk. A Zr e Hf H O SRA Zr A9

A%, AR AXA BREN olm A geld AW 2r Bt 1 Zelsesh P 5 ok, old @ HelH: zr
E 0 B9 g% 4ol golozVE AF ) AAZ o EHYSS vhehi,
Yzt dole]

=i

L % 2207 7AE g4 9 AEy dol

121
—

A 20 A @A T A Sl W Y ) o) S @Re 7w A,
of el mRNE, AFA Zr L HEEW ol oA Zre A AA B4 Mol 2R o e muam A
Bg wgo] sty ogl Zr Zuli WAT vk 2r W Cs RN A Zr Zojsh vlaake] A4
A Aeye e,

%3o2vE TAE B4 9 ey goly

el 75 A A6 7994 AlxE EFE GBA/AFA Fulel vle Fo) AEge = sl wAo] g}
Zr BRAl B GFARA EASHE Zr G 42 AED, ol AAdolA, AE FAYL 77
7] 98l Fule 249, 0.1 WA 1.0 me) A AQAUG. o THZERE, AA F Ir A F
ZaA)E A MANAL HEA S aE B el U,

AAlel 816l 7lsE ao] w3t AlFel s AAE Wil 22 FHvll &3 e = 90 AlAE v =9
a7 _

2 At B AAet FAl e o] AEHM, B WA A g5 AAH(public inspection)ell
TANE BE E8 L EMo FE3H, olzidt RE Ei I EAY YgES FxE Eo Egdc).

AN (RE #AREs A9, 9ok 2 =W X3, B/Ee oleh Zo] JiAR o] Wy EE I A
of WAl BF] AR 5 BEE, olydt 54 B/Ew WA T Aolk: dRUL S wiEtA ] Z3He Alls)
a, %19494 i'ﬁ#i %31z <}
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k1
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Er4
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k1
N2
()Y

ALALO]l 18 (A 2RI HAS| HRTEM 00| X|

zH7
10% =20 A2 4 (1/s) i MMA+MAA S84 (%)
100.0 ,
¢7.5
5.0 -‘»"" m B%i'"
—~ 825 + 1 _____,i;,_":....,‘ e p Ol 2/l
é -——-"'--_--— ‘ L ﬁﬁl(&
- 3 — =
0 c0.0 g A 4 P } AF2FH
) oA, A LB A TS e,
7 ~ # ] =
g o5 | T e > } 1’ “ 9 o A
% ~~-9"¢ '—f"---‘—__r-‘
% &0 7 % 1 1
= Vs o s ‘ ‘
= s 4 ,
r ’
4 | |
20.0 ’ z
’ ’ ‘ ‘
77.5 = A !
: 7 L7 .
‘9~ ‘ ‘
75.0 .
0.0 0.1 02 03 04 05 0.6 07 08 0.9 1.0
24 (1/s)
W AAIOI 20 LEXI & AI0H 23 (0.9 wi% Zr, THE Rl ) O & A0 24 LAKI &AI0H 27 (1.5 wt% Zr, i)
B AAIG) 28 LA AAI0H 31 (2.3 wt¥% Zr, Craexl) ALAIG] 32 LHXI ALAICH 35 (2.7 witsh Zr, THEFR])
m A AIG) 36 LK ALAIOfl 39 (4.2 wit% Zr, SHeFg|) B ALAI0] 40 LHX) &4AIOll 42 (0.7 witth Zr, SH2ER)
O & AIGH 43 IR 2 AIGH 45 (1.Owt% Zr chaey) AN 46 LHAI 2 AIG 47 (2.2 wt% Zr, SHEFR|)
B A AI0H 48 LRI &AI0H 49 (3.0 wt% Zr, chat i) « SAI0H 50 LIXI & AI0] 53 (6.7 wt¥%Zr, O/ 2¢H))
A AAIGI 54 LK & AIGH 65 (2.2 wi% Zr, at2es) A HAICH 56 LHXI &AAICH 59 (6.0 wt% Zr, Ar2ER)
® A0 60 LYXI &1AIG] 63 (8.0wt% Zr, @253 ) B AIAI0] 84 LIXI A AI0H 67 (5.4 wtd Hf, SHaEx] )
8 AIAI0 68 LHXI &1 AI0I 71 (/.8 Wt HF, Cratx| ) A SAIOH 72 LHXI &AICH 74 (11.8 wit Hf, & H])

&L AI0I 20 LHAI & ALCH 7401 Jl=< =000 CHE,
10% =20l A2 MMA+MAA & &84 (%) CH 24 (1/s)
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k1
N2
(')

95.0

© ©
o i
o o

MMA+MAA 4 (%)
8
o

91.0 7

EH2E R % O 10% 2= 0l A 2 MMA+MAA & B4 A (%)

SS=50l 10-2740946

90.0 7

89.0

88.0

W AA0] 75,100% SHEER|
® A A0 78,31% CHEER|

30

.
+

40 50
SHEH %
AAIGI 76,79 % S
SAIG 79,0% BT

60

70

A AN 77,61% SHEEH

80

20

100

S A0 75 LHXI 22 AlOI 7901 THEF MMA+MAA & &4 (%) T

Zr 8% 01E0 SEH B (%)

EH9

1.0E-08

9.0E-09

8.0E-09

7.0E-09

6.0E-09

{1-28. g>.m"*.d-*)

5.0E-09

i ‘
4
& 4.0E-09

<

3.0E-09

2.0E-09

1.0E-09

0.0E+00
0.0 0.1 0.2

A A0 32

=l
>

AlOHl 38

04 05
g4 (1/s)

0.6

A HAI0 57

0.7

[ ]
>

0.8

AL 63

0.9

1.0

k
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