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W FFIG. FUAo] wEFHOEH 7] M o]Le pt AHR FHYHT},

w4 =3 2 FhEel Ay 9 A8 Fol dojd & e FAE F5(5)9 olE(migration) E o]F9]
(subsequent) AZ(sintering)olth. W FHuj A&e o], 54 S2HE =5 ZWAS Hoststr] A4
7Vesk #olop gtk V] 54 FE~HE SIENS AMESte] #S5EHEY, vk o Inm oltel|A] °F 10nm ¥
Aolrk. g A4S 2t = AEkE Bd H9E dAIse e 22 ZE2HY #2W olF (¥
27A)E WA A BA Aol Fu) w49 A7g vlolEA E, o9} B, rEE weS Fe
24 Al ERA el F4:9) 7F8A (availability) Abele] o)Al #AE ol AL Fukettt

dE 5o, T4 #W o A7 ToE =Y EFvE AACE FuE A B wwe s b
olo] STEMS Abg3te] o] Folxlth. Pd-Ze]~E7t 7] ZwAtel 3 thu](high-contrast) =302 YERom,
o 2nm WA ¢F 3mme] B A71E 7T Pd-EEl2EE A7 27 SholA AL0s-Si0, EWAAAA o5

[*]

i |50l dojutom, Ax AL Fd, 7] SH2HE L2EH o 2P

ggshel] el EWAS AT Yool AV Su S 2He AAA - 1he] oFgk A3
o7 Jvh. AFHoR | FHvjo &4 AV ddE F . mEbA AV 55

1 A3t WA= Vs Al=(potentially) w3 54 =4S F3), 55 =34 2 )

=
de A7t ER A 783 el o) zpEojof gt

dehie el B9 349 FEHT FARG. 2eE
ol = 7o EAR vk e A xesfdel AAS. )
Bt A 2D AReIAY BehE theFe2Et 7] ojulA

B9 &A= STEM o|nA & S 1A
T Z2ude 7-tjH] onx|e}

A Holz nke} o], B H C XA 27l ¥H 35 B9 F(sub)-mWEHd fX]5of glo
7] olm Ao A FRskA] eft). ZEkge] 2 FAldlA =oAL, 7oA Vese Aye T o

o -
1
o
fr
re
rL

A FAdlA, AeF-Al AAAGY Febs Ve S HloleAde -4 Y F & W 2oE 9
Zte EHEtdol-d e 7t fes =ademd GAsIt. A7) Aejgt mjER 2] ElEiyote] Ui B3
7b aFE 3, Zebre] Ue-gdaEHt AEHAT. 7oA a5 dig £xs Ve 7 el H/Ee
718 F& §lol A& F vk, EDS A% W3 (elemental mapping)S %3, 1 “Fe}E A E(islands)"o]
Eetyol-del7t &4 i # oidel 7lEA EEtyol-Ae st mEZA ves 2AHdn. B, A7
FoaHE Ao o 2 nm WA oF 20mm 7bAe] A= okttt Si, 0 R Tiel AT W2 7] At
WEZHE o] Elebuole] A3 2xE RSk
A
o
A}
=
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gosel FAA, Fold Sl Age] Bagel Ay vhEy Fug st aRvRor =3d At
4 BAE olgdol gRold £ Ark MAAGA, A7) Fhe BHA WY 9 BB BY Aol=e) £
g AFes A4S A4 FuA 4§HEE 4

2AdolM e At HEAA W l vl § (embeded) ¥ ] oF
7

ojEe] HE A48

g2 FAdd mad, A5y Aty dFuE =] JtER A A

FoHTE, = 9olA HolE miep o], 7T #A I E(F, W9 pl)el wEk gl £ Al
o A AtE AMZL Ao 8-ALO-Si0 wel FAEAY. EF A5, o B 7 MY dutyow
o @2 pl 2HA 5] BFFA. oI B2 NFEE o 50+10AdA F4lo] YAdE FIE= 7}
A1 oF 30A9 oF 300A Atolol A #=H AT}

54 27 stlA, dFd dggte] 4 del, dE 5o ¢FvaE, ofd # ZetEd 22 s ol %
02 A Esle AL dF/498 2 5 2AE WA, BAHoE V¥R AR oot E
Elgo] e o 9E AFEojof sttt vk EElgo] & o] ElelE AI|ERA Atd W pHE U}
Ao, BEdol & A7 gZE] pHollA HHdste] F714Q1 Ve E A Aotk A AN, ofde
AL ofdo] qfitel FrHE o EH wjEY s w3 £ Qlth. ofde FHujo SAEE AIAIA #3 AFH
A7kl A Hlolsgde] H £ dom HAAAA ALE st FHuf e ¢y Rt ol EHE ALE
T 3

F7HARL Aol A, 2 i) dEjgkd 2de xu AEE £ ok fEAd ZH-siEAs A, A
=, 75 A7I1ssE, 5%, 5 AsE, 99, 3% ZoloJH(fluorescent moieties) & B olEY X3E
3. JeERHY S5 AV 29 39 MEE 58 Ak EAY AAA AE&ddeln. &
o], A&(thio)7I7F Aot MEES S8 AFd dgvte] x4l AAHAS, ol 47 d53 A7t
Hhgo] ¢hng o]F wkgo] Rt £AE #H= pH 3914 130mg/liter] Cu 2 140mg/liter®] Mn% SHr
SHATE. & 1004 =AlE vkel 22 AAES Y AAE F8 Al@EASH A=A A7) T8 oF 75%7)
AAF A= Aol vl ).

oy

FA AN, Tt4F Al (preparation) &8 Fell EDTAR /HFg A7t A=A om Feo] oF 9847} AlAH
& B3, 249 VERE sy, dE 5o dehEvlE AR H iE2 AEe VA 2 194
o 50%= FAAIZTE. = 132 thed Aelgk Akl tigh STEM ofv#] B AFd derke] W 548 Nds
71 flell e A gz dE HolEd
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FUY-o|¥-€e] (Brunauer, Emmett, and Teller, BET" ) A& Ax+= oF 300C7HA 9] 2
4AIZE FRH(H OF 24X 77k o] Rl A]) o] &7 (degassing) d8S et 1elg
Hep AolA oF 300T7HAS 2= WA F8E £ vk, A4 EEFE SAMol Auto sorb- 1C
Instrument (Z2Zthe] WSIE H]X)9] Quantachrome Instruments)< Ab&3te] F&E ATt 3l7] Aol
g dlolEli= thd (multi-point) BET ®WA, 7|&A4 2 BJH &% 7|57 £¥&

= Aslel Al e 11
2] (4

Zﬂz) 4-24

o X o

A A2 AV (ARN) 5487k shad el disl o] FolMTh. dtaE SR of 243 Fek F 300C
UiA] oF 1200Cell A o] o, Aele MEL tha(holey) 7HE BHo] IHHE Cu TEM 1| =8 AEste] &
e BAEE o7l A Een

MET. 2% GaE F9UE Gol&d Wi ojamegge] EiEi AZ = X
Z(bath) ol A Az, 47] WEAA sholA F o] 4] TN Elmd FEE T e0CAA Az o
ARk,

271 TEM ©]"| A& Schottky FEG - 9¥(source)g H|3 2010F FasTEM STEM/TEMS A}-&38}o] 5Tt A7
A2 @r 7S 200kVel A AEH Tk, STEM R=olA A7) #wn e 10,000,000 xE ZIetes vl&S 7HssH
sk 15pA AFE Zb= 0.13mm8] ZTeH A7]E A4 & AU 7] AnA S 37 - died=

3~ (pole piece), JEOL & <IAjoF #HZ%X(annular dark-field detector), ¥:AE Z+e] 7}el olm|3 =
Ef(Gatan imaging filter, GIF), % E=2ZTE HAS E3tsle= FAE AEF7]E 9])8k= Noran Vista EDX A
28S zhonh, A7) duj Aol A= AL 13 mradd 4@ Z(convergence angle)® 52 mradd 487+
(collection angle)& 2t,0.2nme] Z2H F7]of] tfate] g€t olH gk MY S AR&3te], 40pAdlA o] 7]
I3 AF(probe current)E B]7FHAAA (incoherent)Ql Z-the] oM X2 EAFHOZ FIHS 2= AHE =5
shd FEshgion Fxe] FgAQl ojuA o] F5o] JHEEtAl B3l

|

T

STEM-XEDS= 24 &S H7hsk7] f1d 249 A& e ded ol&=dtt. o2d 7l&s o83 &4 %

Inm & ?Miﬂ‘%iﬁ‘r. A W AES SAMeE Fo4 e slaE Zadsta, JduA B Ui s Hedes

A FEEAT. BA7Fe A (detectability) AI7F AR ol &7 AE(dE S0 2 LAl diste]
(e} A Ie)

Pu= A4S JFS S S Q7] wEd A"
goll s FAHATY. A =4, v F=
pass filtering)¢] oJn|X| &4 9 o] MAS %oﬂ Sy 7leE2 AAESI.

¢

A5y thagd AEgr Edo] W4 (chilled) 74 YEF 3 wt% WA 6.5wt% SHo] o] T’%% 3 gtk
) o 1

S AzxsFozHa FAEHUY. 7] ol wF dA= oli wE FAE At 2E23ATIAY HEFATE ol
g o, dE B0 &7] Ul EFAIIAY ZHE S o R Fd 4 vk, 1130 mle] TTAYYER &
ME 2 600 mle o242 FAFHALE. A7) A= ﬁL’LUr F gL 24 FHEl9 Dowex Monosphere® 650-
H A (FA75 v EAN=2] Dow ChemicalAbE B3 94 7Fsdh = & o223} AlAA 7L34(column)°ﬂ FA &
A HlES 122 THETE. Y] ZHd e FAE A4 %°]%¢i Z9 4 (flush)3FlaL o] % A% 14y
EF 98 ZAyd FHAATY. §Ed(effluent)e] 3.5 pHoll o]Z2A HWH(FFA Z2 4—7H7} Tz, 47
EE29E AT, AR U AES gol2 ol 1atkgde] vl whEh, 1.0384 g/ml WA 1.0457 g/ml
Heel HFS Btk A7) Fo] ¢Fv g 22 590 B35 A9ud ¢Fvg E2 R85 o]
Eo] YuE H7lET. v EHERr SAloltrt v Fo wibgrAle ubgA g E3Ad Ao, Ti(S0):

T,
o
N
Ir

[¥
o
i
o
o,

S = 5-E 9] o]F®, 37(3-neck) Tty &g}

a5 23 2o AA] 9, A7) wer|E 0.5 w2

=9 714 5\_1‘/]—01] HAA A 7|3, oz sg:rl-q ZHoz w=ul. Ay ZTgags TE EuAds ol
[e]

o~
(standard, uncalibrated lightening mixers)® MWHHAIZATE. A F(one side neck)E& E3] <A

d
2 ™

R
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(thernocouple) & 3441751, M T (opposing neck)olt= F7b 27k F8Hgch, gol &4 2 HCI §jeo]
300 rpne] W &I o)A ) Feksae] Arksle] piiE 2 MwoR FAAG o do] AxHAY =R
JHIERE AbY Eo] 7] Fepazel PrAEeh. & AR (structural modifier)7 o] Aol Hoba
e,

APt AAE FES) A9, BFE FHEED, ERAAL 25 ge guue} §o4e ¥otete] Helst
DheeDol et A pll WIS Pl gEucls e EF olmA-stERUNS TIT 5
Stk Tepazol A doluhiz AV Mg e wewMgoln, Ay] Trhadr we £Rg Lo 44717
S8l A7) Bepadel olFwe Fa s2t FERES ogele] YA gEUl §oo] BrbEE Fd,
piE Dl 48 W2 & gor), Qake FS HCle] 4] piE RF/] A A7) wsel =98 £ A Fae
% =P oE Bol, A4V12TE 24 (predefined)] FEZ A o SHLE Agotel ATE HENZE
ZRetdolE L Yol 2o EFEL FATORA FUHAG. AR WA, ) e AAHoE o we
ol @714, A% pii7k 10590 o8 WA wssieih. A% AFL A7) 98, 47 BEL 65CAA 150Ce]
L WSlolA WAl AXHeH, 0% 500C A 600TelA 247k Feb haE ek

3f o

A 2

AR AP EE (sodium silicate) &9 600 mlE 48|89 Zol242 sl4dsle Azxd, J4d U ERE
H# ale Ak FHEe]l Dowex

ok 6.5 wt% §AES Yol uIAFAoEMN AxHAT. 7] SME fAUEF &

Monosphere® 650-H A (A 7+= w]E#WM=29] Dow ChemicalAlE B3] YU 7Fssh= & =

FA £N HES 1:22 HEAT. 7] 2 Jde FAE 4 golsrE AN oF FHE 4t
7 P

= b B
Aol EHAZT. SENol Aol HuHA, grakel EAVE FrAW, 7] E9S s

gol e bnivk AeolA We Fekazo] RAEQov, aiel fiCle] 47 BlheeDol ST, E 3]
ge 18 oF gl g3

312 18.8g2] AHA ZF(W]F:1.0443)0] FY(charged)H Al 300rpme.Z A4 nREE ) SRR o o
H ANEEZA 943l E(citric acid monohydrate) 0.54go] E3FE 28%2] NH,OH &0 36gS ETFsle] A x5 ATk,

A itz 9k, A7) gEuYel &Ne 0.12ml/min®] FF HFEE 7] e FIEAC
800rpmeZ WRFEEE Fol= Ao] Ux e AsH(gelation)E Aeslglch. HF AME2 pH 11.5 FHZE 24
3k Atk B2 dole 186 m/ge] EWA, 1.65cc/ge 71¥A%, 2 353.8A¢] 7]

(3

gol 24 6ml7F A=A RES ZEtaFe FIMEIoH | 2nl1e] HClo] 7] deof F7tEdrt. Fgh A7) &
18.8g9] AHA Z(M]Z:1.0445)°] FYEHAI 0.01 mold] NaF7} A7 E ek, A7) €L 300rpme & nlyko] F-x
Hh, dRYol &M 28%2] NILOH €9 9¢ ¥ &3€ AE2 AF5eE 0.1gS E8ste] AxFHAUG. A
7b AAE FEs] fste], 7] dEYol &S 13.8ml/2hrs9] FF HEE 7] e FrrEACE. HE A
504 Aot B &2 dHolE = 128.8 m'/gd EWH, 1.73cc/g9 71&A A, 2 536.34A9 73

LIRS

_11_



[0054]

[0055]

[0056]

[0057]

[0058]

[0059]

[0060]

[0061]

[0062]

2nle] KCIo) 6nle] FolesE st W Fekaael Aedd A7sigl. 47 g 1.8
Z 1.0426)0] =AE AT 0.01 mol?] NaF7} B71E ek, A7) 88 500rpne. @ wuke] §x % ¢rh, obmi o}
e 2850l NHOH §9) 0 g2 Xete] A=A Helsh AAe FEs7] skel, @71 gEcl g
13.8ml/2hrs9] ¥5 £z A7) o] RrlEgr. HE AL
m/gel ®EA, 1.1 ml/ge] 71 EAA, 2 368.4 A9 7TAAS

Ao 5

222.2 m19] HClo] 666.6 mle] Eo]l&4E xdste g Fefadd A2 H7tE e, A7) &2 2,000 g9

A Z(H)F 1.0457)0] £UH U, 450rpmo.Z wHke] SA =l oF £N2 28%2] NHOH &9 295.6
2 4.4 go NEEN} d53ES E3 6o xﬂéﬂ%it}. A7t JAE =] flste, A7

2 240 ml/hrol A 240m19F 960 ml/hrel Al 60mlS) Thekat a3 £xz A7) ol FrbE

el RUEESlo™, pH 7o o]& ¥ 100ml¢] HCIZ pH 12 AZAEHAT. HF AELS
B AZxHAA(E 29 “HAER(dried)" F4), olojA I 2L w9-rio djg

AlZE Bk o] FAH M= 29| “Sla(cal)" FA). EF3 dlolHE 344.2 m'/ge] EWA,

A 9 143.5 A9 71¥AAE YERYATE.

111 m1e] HClo] 333 ml9] ®ol&45 xehs whg Fepizlel d2olM H7hEflth. 7] €& 1,000 g9f At

E(F 1.0392)0] FHHAG. 7] L& 230rpm3E wyko] FAH QAT R ol g-olE 28%°] NHOH &
o 147.8 g B 2.2 g9 AEZE dFsES EFste] Az 1“3} A7k FAE fFri=shy] flstel, A7) gR
Yob 8912 120 ml/hrell A 120ml <} 960 e &7 Dol FrhE . pHs A
7] kgl EOW—E Fobell mUEEglon, ghro} MH 3/47} Fad olFel 25 mle) HClS AHE-3h]
pH 2914 pH 1= =AEUAG. AT AE9 pHe 101900k Ash(gelling)e= & W ol HAHdrh. &2
CollAl 28 AxHAa, olojA WaFA 2 sgrjo] ulgd stadAe] 600TAA 247F 5t o
T%AE}. %H%Z} o] B = 636.8 m/g91 EWA, 0.643 ml/go] 7ISAA, B 40.39 Ael 71EAAEE HER
Act.

o

Do

Hﬂz

A 7
111.1 ml1¢] HClo] 333.3 ml9] "ol 43S FdtslE whs Zotazo Ao H7ME AT, A7 & 1,000 g9
A Z(RF 1.0396)0] FAHEATH. A7) & 330rpme.E wHbo] FA T, dEyo} gl 2849 NH,0H

(3

§9 147.8 g 2 6.6 g NE2N A5HES Eeel AxHt. A FAL Fus)

Es b 9

Bujol §o1e 200 nl/hre] FiE £EZ YY) Lol FoHUG pi 7] Wl olFoiAt Fo
9

!

4y

= A
Ao, gmijol G| 3/47F FFHE o]Fe 25 ml2] HCIS AFE3Fe] pH 2014 pH 12 FAH
o] pHE 10199k, A3l(gelling) & £ HbE Foll ZAaFHAT. HF AHEL 2413 &<t 150 coﬂ*
olojA WHFAH E o] digh skAaF o] 600TCoANA 2A1ZE Ft o] FAA. EEF3 dolH
m/gel WA, 0.977 ml/g9 71FAH, 2 127.3 A9 71¥AAS YERAT.

111.1 m19) H,S047F 333.3 ml] ®ol &2 sl s Zetado] A2 HI7FE Ak, 117.92g9] AL(NOs);

7} 117.9 mle] ol &=L, 1,000 g9 2 Z(H]F 1.0263)°] H7I=ERed, oz A7) P
FAEAY. 37 2 230rpme 2 Iﬂ_‘iol fAEF ek, kYol goNe 238G NH,O0H €N150 ¢ & 8.8 g9 A

o

EzZal detES X85t AZIJY. Agt JAAdS fFEE] sk, AV dEYol 892 120 ml/hre
TH xR A7) Do RAEAT. A3 (gelling) A7 B wkE Fo 3=59) AHE2 22413 EQF 150T
oA QB AZFHU, olojA UHFTH % 9ol tidt dFaFA]l 600TAA 2 lﬁ FoF o]Fo A}, =i

_12_
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[0066]

[0067]

[0068]

[0069]
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B2 do|ElE 476.4 m'/ge) THA, 0.546 ml/gY 71 FAZA, D 45.86 A9 7]

OH
&
o
T
fiu)
=
32
v

AAle 9

253 g9 HClo] 763.25 mle] ©o]&4E Esli= w3 Zefadd] Ao H7=E ATk, 7.51 g9 AlL,(ODCl57F

7omle] "ol g E k. A7l &AL 2,000 gof 4

%‘ﬂ&’iﬂr. 7] 8L 450rpmo. 2 mwko] F-AH AT Yo}
A48ES 28] AxHA. At DS {FE35H7]

210.75 go AH=(nE 1. 0384g/m1)% %33}
(12 1.0384g/ml)o] A7 EQE, A =
goNe 9840 NHOH &9 710 g 2 43.5g°] A|E

Aate], A7) gryol oMo 320 ml/hro] T FE= A7) e HrMHATE. AsH(gelling) 7 B ukg
Foll #FEoH, o= 700rpmo R WRkEEE Eo 2 M A (distruped) H AT, E A2 Pd-& 9 (58 ml
o] golel 3AH 5.8¢9 NaPdCl) = =F A=, 302 &7 ofF g el 47] Pd-&4e H7Hg
oZH o] F 01 Atk 7] AHES 3AIE EF 150Toll A 28 AxF AL, olojx] WHFA 9 gprid g sk
0] 600ToNA 2A17E &3t Fdste] F5HEAT. B8 FA ) 1E1t 286.1 m'/ge] ®WA, 0.952 ml/ge] 7]
A, 51831 Af Ve A S vERAIY

AAldl 10

131.3 g9 HClo] 333.3 ml9] ZoleE Il w3 Zotaze Aeda] H7MEY. 17 mle Zo] 2429
L3llE 0.7 g9 KF7F 1000 g9 AHdZE(H]ZF 1.0384g/ml)ol] H7t=ESlow, o= 7] o FHEAT. 47 &
& 450rpme.E agko] f-AE vk, FEU o} &NE 28%9 NH,O0H &9 210.6 ¢ ¥ 13.2g9] DL-El2EIE24HS X
shato] AxEJh. A7t AHE FESH] fI8te], 7] dEYol &4 320 ml/hre] FF FE=2 4] o
A7 AT, HE AHES HF pivl 108 UEh+ BHo w2 Ao Ao|glal, 3AI7F 53t 150TA] «& A
Z5 a1, oloja WUHFTA L 9ol tigh AT Aol 600TCoNA 243 Bk sl FEFHY. B EE
Ho]H &= 181.5 m/ge] ¥WA4, 1.58 cc/gel 71 &4, 2 348.6 A2l 7]F24& YERYATE

A 11

393.9 g°] HCIo] 1000 ml e} EolE ¥t Hhe

ol Ao HIFEHAT. 30 mle] Golgo] &
of A7 1E ). Ti0, EFL& g7} 7|F0=2 5 wthe

¥ 2.1 go KF7} 3000 g0l AHA=(RF
PN Zo]| H7pstomM o|FolHTh, Av] LA A7

Ti(S0y)s, 2.9g9] HCL, % 23.4ml19] go]
of =Y o 10837 450rpm e 2 wHlo] FXH k. g R ol 8918 28%2] NH4OH &% 221.2 ¢ & 26.4g2)
DL-EF2EFZ2A4HE X g8t AxEHJn. A7t JAAE FEstr] dst, 7] dEyol €992 320 ml/hre] &
ez A7) o HZEAT. A7) e 315 rpnlE WiEE7F §AH9T. B AR Pd-£9(100 ml
go] Lo 3AlE 0.78g9 NaPdCl)E EFH+Ed, 160 ml/hrd FHFEEE 3087 BFA7) o]F HA

5 =
1.0414g/ml)
Ak

= /K]—7]

T= e}

ot

lo, mu

i)

Aol 7] PA-8NE H/MFoZH o] FoHTE. 7] WS 400 rpmoll A 2A]7F Fob mto]l XA pHiE
o1tk HF AEL A Fek 150To A 8 AxHar, olojd dyad 9@ d$-ro tidt ki
TolA 2417 &<t a8t F5EATh. S 52 dolE= 587.5 m'/ge EWH, 0.56 ml/g9] 7]
38.07 A9 7]FA74E& e

iz
ol
>
é
li
)y
k‘l
o
.Y
10
-|—4
_I
]
—LI
o
2
=2
=
=
)
0,
rot
rE
o
o
°
n
ol
o,
ofl
s
_>|~I_‘
o
N
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k1
g

1
g
~

100 nm

EH2
400 - st (cal)
350 .
300 - "
250 | \\
200 ﬁ‘-.
150 4 *
100 +
07 2 = (dried)
0 ; ;
pige b ABHE Iz
[m?g] [102 cefg] 1Al
=53
1.8 _ |
i at2(cal)
-.‘i('J’.a 1.4 - ‘,."
o Hid x
] L}
8 11 lr \
= i -
0 0.8 - ' ot
I‘Er 7 - o
s 0.6 -
0.4 - G
o )
029 M » 7 / Axdried)
D. 1 S TR Lo e 1 ¥ ' 1 [ T A | s 1 =
10 100 1000
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k1
g
(@)Y

ZZ Dv(log d} [cclg]

1
g

EZ Dv(log d) [cclg]
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