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il

)

2l

[}

94

ES PR E£E 1 AH = A8

folm

BN

B

1, 1.1, 1.2, 1.3, 1.4, 1.5, 1.6,

3t EDTA 18)

0.95,

(e, 2

4 a, ¢F 0.075, 0.1, 0.15, 0.2, 0.25, 0.3, 0.35,
0.9,

0.85,

o]
=<
0.8,

0.75,

0.075 g/cit WA 2.2g/cn, = ¢F 0.15 WX 1.5, 0.18 WA 1.0, 0.5 U]
0.7,

p

0.65,

9

0.25 WA 0.5 g/er

H
=4

p

e
0.6,

ol
P

A 1.0, 0.5 WA 0.75

0.4,

1]
0.5, 0.55,

0.45,
1.7, 1.8, 1.9, 2, 2.1 &= 2.2 g/ar & & Y},
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ZFe] 50%
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1 WA 10 Ny =&

L

L

2 =8

& AA =719 10% o]l
TWA 870, 1WA 571, 1 WA 370, 2 A 10 71, 5 WA 10 7, 2 WA 8 7] == 2

e}

]

80%7}F

L

L

o] o 10 WA 500 nm, &= ¢F 10 WA] 100, 50 W=] 500, 50 WA 300,
- 14 -

7

50 W= 100, 100 WA 500, 250 WA 500, 100 WA 300 H= 200 WA 300 nm € 4 A3, F 10, 20, 30,

]

A
2

2

i

It

12}9] ok 10, 20, 30, 40, 50, 60, 70 I

[e)
H

P g,

WAl 5 Ao S = 9dar, 1, 2, 3, 4,5, 6, 7,8, 9 E 10 He S 4 dAY, 10 ) By

DAY,

ATt

40, 50, 100, 150, 200, 250, 300, 350, 400, 450 %= 500 mm¥ F AAY, ©f & F AAF AAH S 714 &

o], & 45%, 40%, 35%, 30%, 25%, 20%, 15% B 10% ©]/d©]

PN
I
PN
I
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F Ak, F:olo HE AAL oF 5 WA 500 nm, FE= oF 5 WA 150, 100 WA 500, 100 WA 500, 100 HA
400, 100 W= 300, 100 WA 200, 100 WA 150, 5 WA 125, 5 WA 100, 5 WA 80, 5 WA 50, 5 WA 30,
10 =] 100, 30 =] 100, 50 =] 100, 100 WAl 150, 100 =] 130, 130 WA 150, 10 =] 80, 20 WA 70
T 30 WA 70 Y & Qar, ¢ 5, 10, 15, 20, 25, 30, 35, 40, 45, 50, 55, 60, 65, 70, 75, 80, 85,
90, 95, 100, 110, 120, 130, 140, 150, 200, 250, 300, 350, 400, 450 ¥+ 500 nn¥ &= Yot. 2 = &=
o Hy FAE SHHOZ 2 1 WA 50 nm, =5 9 1 WA 30, 1 WA 20, 1 HAH 10, 5 WA 30, 5 WA
10, 10 W= 50, 10 WA 40, 10 W= 30, 10 WA 20, 20 WA 50, 30 WA 50, 40 WA 50, 20 WA 40 E+=
20 WA 30 nm & 4 A, ok 1, 2, 3, 4, 5, 10, 15, 20, 25, 30, 35, 40, 45 == 50 nm ¢ & Yok, Bt
2 R

olgel F i 4ol EASE A4S, o5E 1 T HelaAL BAW 4 vk, mo] H/m
],

T %
d 5 9, |AZ2Xe 2 B 2y gad 4 ow, 19 Ht 713 A717F ¢F 0.5 WA 20 nm, = ¢
0.5 WA 10, 0.5 WA 5, 0.5 WA 4, 0.5 WA 3, 0.5 WA 2, 0.5 WA 1.7, 0.5 WA 1, 1 WA 5, 2 WA
5 WA 5, 4 A 5, 5 WA 10, 7 WA 10, 10 WA 20, 5 WA 15, 5 WA 7, 1 HA 3 == 1 WA 2 nm
e} [e)

, 3

A 4 9da, 1 71% A717F ¢ 0.5, 0.6, 0.7, 0.8, 0.9, 1, 1.1, 1.2, 1.3, 1.4, 1.5, 1.6, 1.7, 1.8, 1.9,

2.5, 3, 3.5, 4, 4.5, 5, 6, 7, 8,9, 10, 11, 12, 13, 14, 15, 16, 17, 18, 19 == 20 nm & F 3

A, & 5o o] B EE Fo] EF geAdd & A, Zojrt 15}*3 olal Fo] v —’F
=0 2]
o T H

[e)
DAY, Fol B F-To] HitkEdola oS o] e

F AT #Zo YA H F e 77 =
Hog oF 0 A 80%, X oF 0 X 70, 0 WA 60, 0 WA 50, 0 WX 40, 0 WA 30, 0 WA 20, 0 WA
10, 2 W= 80, 10 WA 80, 30 WA 80, 50 WA 80, 10 WA 50, 30 WA 50, 20 ] T 20 WA 40%
o FES 71 4 Jda, ¢k 0, 10, 20, 30, 40, 50, 60, 70 T 80%9 UEES P*‘ < Jdu. =HEE
THEEZ

Foje] oF 0 WA 100 wth®E E=AT 5 At (S, Folv EAEE 7H F AW, gt o] Fol =,
7HE ¢ AdAY AR ¢ glE 24 EEY ¢ don; Fole d8 B9 In; YA AL ool o] ni
OFE 91z} i mhA (marker) HE FAHS X3S £ Jrl). EHEE Fojo oF 0 YA 50, 0 WA 25, 0
WA 10, 0 WA 5, 10 WA 100, 50 WA 100, 5 WA 95, 10 WA 50 == 25 WA 50wth= A = QaL,
ol °F 0, 1, 2, 3, 4, 5, 10, 15, 20, 25, 30, 35, 40, 45, 50, 55, 60, 65, 70, 75, 80, 85, 90, 95,
96, 97, 98, 99 i 100wth=2 =T 4 Att. THEE FZoE EeNE 499 EF 9 o 0 WA 25wt%,
T ok 0 WA 20, 0 WA 15, 0 WA 10, 0 WA 5, 5 WA 25, 10 WA 25, 15 WA 25, 20 WA 25, 5 U]
2] 20 EE 10 WA 20wthE EAE F Y, T2 SR Qoo E4 =9 ¢k 0, 0.1, 0.5, 1, 2, 3, 4,
5,6, 7,8,9, 10, 11, 12, 13, 14, 15, 16, 17, 18, 19, 20, 21, 22, 23, 24 &&= 25wth= AT F r}.

T UYEPdAH(E)E Aol FiAow Fe3ts WAl= o3, FdodFH(nicrofiltering), ¥4, ZH4+
(ultracentrifuging), A4, ;§/+%%El(decant1ng) EE:: ol5¢ %gg& ¥ 4 vy, w3k, Heras g
tA sl (destabilising)sle GAIE 233 o &, €3t T4 st o3, Aoy, 9y, =4
ARE e A A ol FalE 5 .
2org3t WA= @8 =@bgst AAE Hubsle dAE x93 ¢ g, gAds) dA= S4d F
R, H=4 AAe} 3k 4 k. @b E AA 3 23td 4= k. dE B9 ofME, oeg,
e e 4R gE dAd £ Uk g9k dAle G E Eo] dgde] Bk REE 2EE WA
v 9AE 28T 4 g, AdExed g, W dA= v AL & A 94 dAY = U
AH dAle S Hed2A(E)E AE AA(FA4 =5 F718)9 AE3A71E A 2 A4 AHZ2EH S
EAAHE)E BEste WAE 28 F ATk, dE B9 MF WA IdF e BRE A A Foll 4
YA (E)E @871 W, 992 Ropxl Al dAet S U= (E)E wtales wA, 4 45 &
of et £ WY T 499 IS AMEst AlF AAEREYH T Y=g HE)E e 9AE 28
F Aok, HEAE, AFH gAY dF e EFE AHde] & 5o € U BidE F e T Y=Y
ZHE)E AYL/AUAY THEF ot dAE 23T & 3 AH L A Fgel oa] ARG 2]
(decantation funnel) WollA Fald 4= vl A Al AA= & & 4 A, d& Eo] ¢ &9d &
At F71E AAE A= Sl ¢ A, 54 BE 9S4 &, dF 50 WEs, oEE, ojAZeEdSE,
oM E, HEREYE, FEEXE, UM EHOIE, B¢ e dF tE §uid F Jdow, &9 E£3E
A F Ak, A DA = ok 10 ‘HX] 0 C, == 9F 10 ¥ 50, 10 WA 30, 10 W= 20, 20 WA 70,
50 WA 70, 20 WA 50 & 30 WA 50 TE NS 7tgat7vt Wasts dAE 233 & i, oF 10,
15, 20, 25, 30, 35, 40, 45, 50, 55, 60, 65 T 70 C=Z AN 7tdaAY W2 ste dAE 23T &
Ak A T WA A2 A RS WEAZI o2 A 2Fo] Tl P E s FAstE S WA
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e SE2d 4 Utk Al=Ele E3 Svjo] EES AMESY] AHEE WA oRAN g dddSs
sk Aol BAE 4 Ut

A2 SAE T4 ded2AH(E)E 7Hgstes dAE 238+ Ao E%E E)7F EA8E Ae BallstAY
AstHE = 2% ol3te] =2 71dE 4 gloy, d& 5o ¢F 30 UK 80 T, & oF 30 WA 60, 30 WX
40, 40 WA 80, 60 W= 80 H+= 40 WX 60 CTY 4 L, ¢F 30, 35, 40, 45, 50, 55, 60, 65, 70, 75 H+
80 T F v, "2AY F71=2, Ax dAE d& £9] W01/62332(Barbe 2 Bartlett, "#lo] W& Aletd
A&, 29 2A4E, A2YE 2 AEYED Vesd vkt o] TA-AE GAE TEE Y. Ax A
T FE e gEAE A9 £5S T U (E)9] A2 2/EE 15 T dAE 288 F
At TNAE S UEdA ® o grel]l ®/E 1 floll EAskE oo =HE g EZAA ZAY A
oy, dFE B F7], A&, ol2F, dF, oAt Eh T o5 EFE] 4 u, AxE & . Ax
e FIR B 24 3 J=gd R (E)d FiE IS Mete dAE e ¢ du. RE A
g E So] ¢ 0.01 WA 0.5 th7], == oF 0.01 WA 0.1, 0.01 WA 0.05, 0.1 WA 0.5, 0.25 WA 0.5,
0.05 WA 0.1 == 0.1 WA 0.25 W71 Ad] gL 714 4 9z, <F 0.01, 0.05, 0.1, 0.2, 0.3, 0.4 &=
= 0.5 719 Al 4¥& 7HE & v

el dElE, v=A Al s JAE et YA S Alwsts dAE veel HAE

- = Ao BAE 4 c2uUs el o WAL A ETets BARA, Ay =E2Eo] shEaA] A 1
23715 28 AT 5 Y= A 1 MRS 2L SR E EuE e v 2

- A 1 7RIS o] =28 oA stgRaste] v A oA :o] Axte] eI FAEEE A |
NEEHA NS L A7) dEAdd "Arree v

4 EERS 1 H7do] ok 5 WA 150 nm, & °F 5 WA 125, 5 WA 100, 100 WA 130, 120 WA 150, 5
W= 80, 5 WA, 50, 5 WA 30, 10 WA 100, 30 WA 100, 50 WA 100, 10 W= 80, 20 WA 70 =+ 30
WA 70 nm & 4 93, 2 HAo] ¢k 5, 10, 15, 20, 25, 30, 35, 40, 45, 50, 55, 60, 65, 70, 75, 80, 85,
90, 95, 100, 110, 120, 130, 140 X+ 150 nm & 4 AT},
APAE At dAE e 9AE 2FE £ Ak

- AMEAAA R HSA aA, 2 doE REAELGAE she AUSAHA &AS Awshs 9L

)

- A1 FEMs S FFAE Sl 2 d9R A 1 THEE FdF8e A4 £98 AV AdgAdAl gl
A7VekeE ©Al;
- A7) AdEAA g 2 A gAoRRE oHAS A G,

A O, YOIy, Mol EE G AR F slal, Lien] £ FA AR

=2
i
~

Tl &b CallirCotly (OCHCH,),OH(Triton Al2]2=)7F EoHH W, 7|4 ne 4 x| 15, = 4 WA
i

9 = 9 WA 15 T 7 WA 120l 4, 5, 6, 7, 8, 9, 10, 11, 12, 13, 14 Ti= 150] 4= ok, A§e v
ZAVEAAZE 5 WA Cl0 - (1-AERE, 1-8A1, 1-8Eks, 1-5eRs, 1-wuis, 1-dl7kE)o] =3k
o ARIAA §N Fo APRAA] TR AP oou 2 HEAESY A} Akl HFe nhol A

2oldAE P FEE & Jdow, °F 0.05 WA IM, == °F 0.05 WA 0,5, 0.05 WA 0.2, 0.05 W
2 0.1, 0.1 WA 1, 0.5 WA 1, 0.1 WA 0.5 == 0.1 um 0.2M% 4 9la, °F 0.05, 0.06, 0.07, 0.08,
0.09, 0.1, 0.15, 0.2, 0.25, 0.3, 0.4, 0.5, 0.6, 0.7, 0.8, 0.9 == 1M 4 + YAY, 43 2 A3 ¥
Ed g Advk. AWEAA & T REAVEAAA =5 oF 0 WA IM, & °F 0.05 WA 1, 0.05 WA
0.5, 0.05 WA 0.2, 0.05 W= 0.1, 0.1 B 1, 0.5 A 1, 0.1 WA 0.5 == 0.1 B 0.28L 5 YL,
°F 0, 0.05, 0.06, 0.07, 0.08, 0.09, 0.1, 0.15, 0.2, 0.25, 0.3, 0.4, 0.5, 0.6, 0.7, 0.8, 0.9 E= 1N
Atk AWEAA e RERAEEdA & v o 0 WX 10 =& oF 0 WX 5, 0 WA 2, 0 WA
1.5, 0 WA 1, 0 WA 0.5, 0 WA 0.2, 0 W= 0.1, 0.5 WA 2, 1 WA 2, 1.5 WA 2, 0.5 WA 1.5 &£+=
0.8 WA 1.2, 0.5 WA 10, 1 WA 10, 2 WA 10, 5 WA 10, 0.5 WA 5 == 1 WX 59 5 daL, <k 0.
0.1, 0.2, 0.3, 0.4, 0.5, 0.6, 0.7, 0.8, 0.9, 1, 1.1, 1.2, 1.3, 1.4, 1.5, 1.6, 1.7, 1.8, 1.9, 2, 2.5,
3, 3.5, 4, 4.5, 5, 6, 7, 8, 9 T+ 10d 4 Aok, AAEAAC It A A F Eo BEL w/w, w/v,

e i
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A2
Q.05 NP-9f U ¥ =
821 %l NP-9[ = o5 A E 8] ol EA] | &, CoHioCeHa(OCH,CH,),0H, n=9] (Fluka: MW 630, HLB 13.0)& AM&-3}3itt

(%, Karl Fisher #7gol <3 Z-d=ul 0.08 wt% W|THe] & 7). £AF Aav-<=g X (Signa
. N = = — -
Aldrich) 2%-E]¢] BlEzlo € o 2 & A2 A o] E(TE0S)(98%) & AF&3t3ith. 71 *‘lﬂﬂ(*}olﬁia‘*} -l

obME, FREXE)E ACS EHFE 9 (99+%) (A 2r-d =g X))o rh. AHEE thE BE 38 Aok AR
- . = o . . _J_\__ =1 b AN
saolAY. TE A4 fd] Axo ek Milli-Q 2L, Millipore)S ARE-3laL; 19 AE

2 18.2 MQ cm oo, EE AR g AFssict.
HestA (EHE) &9 Ax:

T2 dD HER YEo|ES] Az A &odo] ddd wizA] 7|AZe] Fel(11) YED o] E-slo] =g o]
Eoﬂf’ Wi pEehE A% Abstel FAD HEFU YED)E SAg AxSE. o g8 100
mL 53 T &3 v, WE kR Yole] 25 R3] HAME] M E(H 5m%w)exhﬁp;;ﬂﬂ
100 mL7} == A8 Qono o =

o Fovk, Alzd &2 16.69 mg/mLe] TElE TR, 1] pHE 11.862 24 HA ]

SUEAID 9 -
FUEID #A YEolEe] Az AF wUok(25 wih N)ol o3 ZWE-YE o] E-glo|=o] o]
23 ZoF gHS HSEE ° ; : :
Q8 EoF SNS NS EE 90 B Eok sldsle] 71aA UE([I]) AW B2 FAT AL Ao
1= : ! E :
32 Lj HESY UEdolE golo] tiste] A7) 71%H WHI fAG HoR IEID HA Y=
ol 2 . ]
o 43k9la, pHE 11.820]%0th

Rubpye] A|Z: 2.5 mg/mL =2 Rubpy &84S AZ2317] 98 nAdZe FHF AAS 24 Fu9 34 gxy
o A| o . .
F(R8 25 wt% NHs9] 10 vol%)ol £31A1AH Rubpy [(E@]A(2,2'-vlo]lgad)tE 22 2| & (11) AA}lslol =

=] g Azstsith,
CuPCel AlZ: 5 mg/nl. FE) CPC §A4E A% A nAFel Tl AAE nYRA) 34 ok
25wt% NHz©] 10 vol%)ell &iAlA CuPC [F-2](11) ZEZAlod-HEEELHESLF 9] 3;—‘1 ZﬂZ;};
T;]—' = o 1= - A

FITCO] A Z: 5 mg/ml EE9 ZFo#AMQA &AL =1
BYok (g 25wt% N2l 10 vol%)oll S3AIA EF2 M o] &E] LA o] 9]

In-DTPA %+ Ga-DIPA &M 9] Ax: 71X &9 InCl; & GaClsE 100 mL Hlo] Ao A AeFstar, 10 g9 Milli-Q

29 H7}s oo 23 )

EE}O ' }iﬁ S H/\]?E} DTP_A O 5% g4 E vk 11018 °X1 1 5 a4 foddEg oy

A et EANHDIPA) S H71etgtt. EFES A7) H o7 wykA7||A 13 SR ok(25 wth NH;) S A%HA X:
N = -0 7 ha

=L oj = =] o) =& 2=
sbskich. E DIPAZE $30® F, 834 Me-DIPAIT % theo] 22 /4 F4-DIPA Aol =7t F4H S
| bl —_ [SRNe} AR
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Oy
O

§09] pih 1150 ol 4ol % 317} 100 nl w2 ofel7t @ WA W@ FuijelE A% Ao, o
F02 100 ol F319] Heprael AFHOR 713 AF $37} 100 al7t HES B s

50 nm H 27} Z0]9] AFHA AZHH

i

7.56 g9 NP-9(12 HE&)E 250 mL =7

S F2A 7
nL(12 el )] 1-dehsS Hralgleh. o] EeES o 1 £ w9t Ads] @] ARdgA &S A=
stk o &, e 22 24 BAE R 1.333 E/L9 hRuol S (NHLOH (pH °F 11.86) 1.296
nl(5, 72 WelEe] £))& Hbakgleh. o] EFES oF 30 & Fet AYs] wntste] vloja g A awS

I %, 50 LY HE ofMES HUste] vlela R dAS
2 Ads wdalvt. A7 s 54 - EHo] A
ol o8 eld 4 = # AAe] #FHA &2 49 E33HES 4000 rpno 2 10 &
shalth. AR Ee dadie] §, dAE G o2 E wEfshal 50 Lo Ax opAlE(H ) o2 3 3] Al

Ak, oMAES AAMEE 3 F, oF 20 mLe] NaCl 44 £9& Axle} Eghstar, Al
oS FREEF(I] 50 nl)S AHEEte] F7FE 6 3] A FH ko] et

ARLGAE AAS b5, 258 Flexi-dry-84D &4A-1Z7](FTS Systems, Inc., Stone Ridge,
W& AbEste] sA-Adxedvr. o] HHS AFESIAE Y, NaCl WEZ 2~ do] #daiA 28 Yol
HE 2 144 mge A7 AT, TEMS AR F7]9 W97l 5545 mo| Q&S JEith(= 4 2 & 5-
A, HYx=dA7t S7HE S A 9 BE nE w2 G ERS AFESIaL, A gkek dshuE
Fo THule ofF 15%= FA53t

of

100 nm, 150 nm ¥ 200 nm ¥ 7} Y=YAFE AZsFE AFFH gy

AW 2: 100 nm (Foj+1 d):

et S AFESke] 50 m Al =E A

]
® vlolZEo WAL FergstAIY] 8] obIES W hsE tAl, REE 5545 T2 Sela 1 AL F @
-

® °]°o], 2.952 mLe] 1.333 &/L NH,OH(pH ¢F 11.86)(5, &3t & 144 HEl&)E H7IskaL 555 ColA 6
L

AlZE AR TR, 2o W7y

@ 1-FERE(24 W E) 2.608 nL 2 Ato]F2 &t 120 mLe} EFHE NP-9 15.12 g (24 L E)& H7bshar 20
= 5Qh ks

@ ©] E3Fo) 2.184 mLeo] TE0S(9.6 D E)E H7};

@ 48-72 AJZF Wk

@ AR el 71Ed v o] dAE A, FF R Axse] G 50 o] ATt oS A

of WL ThEAte] 100 nm AeF W= dal 720 mgs AT S-Sk TEM AV EARIS & 5Bl HE
At

AH 3: 150 nm (Fo]+2 #):
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<178>
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@ <3k whel o] 100 nm YAE A Z;

@ vio|A R HAS EAAIAT ] Y olMES HIlekE U4l JdEAS F Ul dYAER EE;

@ o dYAEE FHeta, 129 L5 5515 TZ 2 vg 1 Az ¢k k. o]o], 2,952 mLe] 1.333
/L NHOH(pH <F 11.86)(Z, 4S8l 2 144 D] 2)ES H7sla 55+5 ColA 6 AlzF wuk;

@ -WEls(24 W) 2.608 ml % Alo]ZF =&AL 120 mLe} T NP-9 15.12 ¢ (24 e =)L H7}3kar 20
2 ek

o] &3+ 2.184 mLe TE0S(9.6 D& &)S H7};

of 7l&d ek ol AAE AH, 5 B Axste] A71F 50 el A7t molE A

o] Howg% H A Ao 150 nm A&7 Y=Y A 936 mgS AAATTE. AFSEE TEM dr)AARS = 5-Co

A 4: 200 nm (Fo]+3 &)

@ & upel o] 150 nm YAES A X
. u]_o]ﬂioﬂgz‘i% Eé-?l'xéﬁl‘/\]717] _?,]—E,‘H O]—Aﬂ%% @7}‘5‘}"‘{? EH}‘\_]_, Oﬂgzd% _LT; 7H9] ?Z_}E]':fq—l:—j—i T":—LE]’

siube] AYHAEE FHsta, 55+£5 T7HA 7F4e o 1 AlZF &<t wwkstar, 2.952 mLe] 1.333 E/L
6

NH,OH(pH ¢F 11.86) (&, A<ele B=144 B E)E H7}elaL 55+5 CollA] 6 Azt vl
@ Ato]F2AA 120 mL F9o 1-AMel=(24 HEElE) 2.608 mLet &3 NP-9 15.12 g (24 EYE)S HUbsta
20 ¥ &9t HE;

o] Ajx¥le] 2.184 mLo| TE0S(9.6 & E)S H7};

of 7l&d ek ol AAE AF, 5 B Axste] A71F 50 el A7t ZolE A

o] W& WA w4kl 200 nm A TF Y= A 1044 mgS A ST A-S3shE TEM Er|AA S &= 5-Do

Ty [AAdn Z (JEOL 2000 FXIT i JEOL 2010F)S  ARgste]l Azt 9xte] =7] 2 P

i

gste AEdAe] des RUE RS $lal, Setaram TGA 245 AR&3te] TGA/DTA A ES F3siltt. 7
T3 (Undoped) AJEE 10 C/H9 €52 900 C7HX 7tdstger. A3 A tholojaW e & 6ol eER ST,
T 7 A ] Aelgk #E vk, & B v I AR T e oF 100-200 TolA e F4rs R A
WA e A AEE 9F 400 CTolAe] WSS DTA] o& #&EsATh. A AWSAA 9 4& 450
TAAM e T &4} 250 CollA 9 S5 &40 A2A AE3T. SEREEEFECR 5 3] AF 3 A7 ¢
2po AHE AVRDAAA RFS At dx T F 3.0 wtholth. o)A 50 nm PAF F 1.65 &| NP-

9ol &St

AR g Gz HE A7 dAE B2 F, o] AAE 20 mLe 2o A A (SBF, pH 7.4/25 T)el
AHEAFH . SBFe] A2 FF[P. Kortesuo; M. Ahola; S. Karlsson; I. Kangasniemi; A. Yli-Urpo; J.

Kiesvaara, "Silica xerogel as an implantable carrier for controlled drug delivery - evaluation of drug

distribution and tissue effects after implanation", Biomater., 21, 193-198 (2000)] S ZRE <& % i},

e NS 3000rpme & 30 £ FoF FART S WV-7HAl BAHE AMEEte] e o] WEH
Kol

= o
SAste] WEFS ST, WEFS TAEE sk, AIRE 37 T = w2 A4t

v JN'
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<181>
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<193>

<194>
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27 4 EE

AE FZ7]o] 3t odFH dejrjE o] FF

&t7] 3 /hel Al=Ee s1o] A7le] dig B of dFA= vEo] S yehdn. &St
% 79 YERH A

® A8 1@ NP-5:0.2 &/L; Alo]E 284 50 mL; Zw]:1.333 =/L NH,OH (pH ©F 11.86); TMOS:3 H&&;
[H01/[TMOS]=20, [H.0]/[NP-5]=6; 24 A3t <A, A=A+ 2174 : <F 7.6 nm.

rr

TEM @V A&

@ A =E) 20 NP-9:0.2 &/L; ApolE =84t 30 ml; FvH:1.333 &/L NH,OH (pH ©F 11.86); [NP-9]/[1-#lE}
=]=1, TNOS:1.2 &l&: [HO1/[TMOSI=30, [H,0]1/[NP-9]=6; 24 At &4, 4aF #7: °F 20 mm.

@® A~ 3: Triton X-100:23.9 wt%; SFA:71.4 wt%; =:4.7 wt%(5 g); =v]:1.333 &/L NH,0H; TMOS:8
22 [HO01/[TMOS]=34.7. 4=} AA: <F 25 nm.

AFA =35 o G Y JF(EF ADA gl
A E ATARA TS 2 TESE ALgshe] F 714 A9e Fashar,
® 2% 1: NP-9:0.2 &/L; Ale]E2&4F 50 mL; Zvi:1.333 &/L NH,OH; [NP-9]/[1-#E}=]=1, [H0]/[NP-

91=6. YA} T7)E Frbe] AelE ATAE wAH o Hkdel vk AN AT, Y HHL % 20
ek, A7E % 8o dsHor mASC.

@ 23 2: NP-9:0.2 E/L; Alo]Z=Z &t 30 ml; Zv]:1.333 /L NHLOH; [NP-9]/[1-FME}i]=1,
9]=6. TMOSE A&3t= tiAl, TROSE Ae& AFAZAM A&, TEM olvA| S = 9o e ALE.

TEOS7} TMOS .t} @A A o 23 dAF A4S AFdrhi= o] TEM dnAA o2 RE WulaA gk, 27
oo A7) ¥ F AS 254 HrlEE 4S nad Zavk ok, TM0SY A$-, 7] ZojE 22 mmo] AL Ab
o] M7t = HtFo] 1.2 W Eoldlen, 4 WAl H7F § ot F Aol 36 mmoll EEElth. o] AL Alo]
2% 3 o] 4% == H7FEE NS %‘a}%% 2.5 e A4S Jebdt. Bkl E | TE0Se] A9 %7] Fof
=50 nm o3, F 15.6 HEE 5 HA M7} & H A2 137 nmo| o}, Ol—E A7V = TEOS ¥l &9 5.6
o 4gS vEpdnk. olef e A ﬁy’ Zpol= 7 Aol EAletE (S, Aol PR Ff Apolel 9
g AWE F k. BE A GFAETF AYTR dEEH, At %%Mﬂ s, THOS Aol A #aHe

Gl
O 2he Fofe) 7b TE0S §oA e o & Fofe] sHT golop gt ARE, Ae)7he] F 97t 4A
871 ol 5ol A4k AAL] Abel= o] Avjell whujEstefof e}, G, HF dFAE] G e
B, 2EE ol ke 7k 2 w2 wowl, F:ol-dl A7|e] Fvhe A9 2 Wz HE dom vud
Aok, wahA, TMOSOlA o A& AgFo] BEE Q).

olzzddd Aoy A8 Fa4

A3 9 A B4 B vholARAAAL Y] A Np-go] HesYeh. Mo, vholazelu
At 4F Gl PSR, BT FEsF A QA9 dEAgel A3 e Ao AT
oA AFAY AFEAEE B A Wl F AvkE AFAS ATAY A BB Addc)
7 g

WEYAZA NP9 FHeHs vholamouAe 42 Aol sl € WhAnE, 94 4F ¥ B ¥
FIAE AFAT} o] 87 & A HEARDAAZA 1-AEE) £ o vjo) 4

= gl 1
S U5 dasH stu® vo]l AR WA S Bt AdEleA kg d ez WA 7| g vlo]d 7] Yl
FEHow uA AR A7 FEAES FIAAT. =, NP-9 mlolARAAAL [E]/[AUEAAA] gl A

71 wiitell, violazel e kg R A A IS FASEA o Z A BAES THssA d

FFAE AT A4 Aokl A A4S AFATIE Aol sbestieE, 94 4Fe vhold ;o) W &
frrel ARE Bl oa) o Am AGHE. wE, o] WHolA BY BAE wA dRe m:oje] Fata
% 9

B ogAA )R TE e SIAS SRR W ETE ASs] A48 4PN 98 27444 vhol 2
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2oEAe] PR Eo FUHE TFS

AT (FZo]) A7 AAAEE, AAsE afol 782

g ol A medd o TEH A2 HA7hd B =5

£ Fo] A TH FFETE, gFAE= ATFAY
A

9 o J—ZHoF T Fo] e Uy 4

- A3 A Q1 TEM 01 HAE & 119
of, EDX M Z 23S AM&ste] 7t A9
271 A=
A9 =
FA=E AT
-4 qk$

S Abg3kd, 50-500 nm, E

12ke] HF A7)+ (a) 741?1%“&1194 P, BxAAGHA, &),

H, AlAE4A] of RAHEdA ] & v 2 & £ plis H| X rlo] a2 d A
3 FE; (¢) AtelE9 ;5 (d) ZF AbelEmitt H7bs = A4S 4

e
l
M we 2 oo

s ok

WY o gakE, 34 A 971G 11 o)) EA A% 9A4E YHHES 7] o
: 2 R g A4 QAN YA 2AL b GA ol T

3

=

& Arheh el @ WM Uehdth, thee] AXROP-9 3 BelE, A}
= , 1.33M NH,OH 0.324 mL, & 18 E&l¥&, TEOS 0.6 2=, 48 At =
& Abgstel =g AzsAr. olol, /b vlelARWH(A = A% AHEE W9 2 ) R TE0SE

e o

) 5

th53 o] Hrhaklvt

@ rlelaRoHA] A7, 55 TellA 6 AlgF wwk B TE0S H7F, o]of 68 Al7F <45

@ HA AWTAA, 1-dEE 9 Ajo]FREAMNS Hrbsla 10 ¥ F gEUol §NE HIE. 55 TollA 6 Azt
gk g TEOS H7F F 68 Al7F &4

@ 1A dryol §4E HUIEIAL 10 ¥ F AWMEAAN, 1-HEhs B Ate] T b 55 TellA 6 A7t
gk g TEOS H7F ¥ 68 A7F A4

@ HA dEYol §NE Hy4stal 55 TollA] 6 Az wwk, oo}, AASAA, 1-gelE L Ao F2AAS A
743k thS TROSZ H7lelm el 68 A7k EoF 44

RE goldt Wol BAF A/1F 4 AAE ANHAG. RE FH FHOE, v PUS AeHAT.
ks

gl digk A7) Algks ﬁ?ﬂﬂ A8, 200 nm FAHS, FZol+3 )9 AEAS F o] SYHER e
. shue] dElHES 1 A7 B wukstd A 5545 CTE 7Fsgitt. o]l 2.592 mLe] NH,0H 1.333
/LOpH °F 11.86) (&3t & 144 HE&E)S H7bsta A" E£FES 5515 TolA 6 Az w2t
k. 15.12 go NP-9(24 mag) 2.608 mLe] 1-#ER=(24 L&) 2 120 Lol Ale]ZF2AS A7
d7val Ak, 20 B7F wwkek 02,184 mLe] TE0S(9.6 L& E)& A|Aadd H7bela 5712 48-72 A
Hhekgleh. 1 %, 9ol 50 nm A7t ZoE AAEE AP A AHA A ket geo] JAE
0 AzAAY. AAE %1;(]- =, Zoj+4 A)o] TEM AV AA S & 14-ao] YeEpddT. 22
gstel, F7F s 7R dAHS, Foltd A)E AT (= 14-b FE). = 14 200 m o]de]

A S R s AAddTE AS dSdh. & 14-aw EA 9] 230 nm A o] €l A7) °F 150 nm
7bzl vpo] ®ek(bimodal) 25 HEQIth. 3 T wkEskd 100 nm WA] 325 nm ¥ 9] e] T

&
L

2
T

O
32 M

ol
ol

= "

i

]
O+

lo 2% B o2 Aot Rl oad
o

An)
X,
o
A
N
il
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X of T F R R gy o T Sx® o 5 SHTE BT - W
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T Bo 4, do T oW Mo M T X2 e WL E v T, ] «

ol o 7! R SO E o W i X 5%ﬂ1ruo X - B 7o T — Wl op
R T xox T o B o T W N o B W B do T s
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@ W Tt T L F o < E W mﬂ B T TgETLYTY BT T m TP &
~ =0 g 0 g o~ — — — s~
RECT R4 p RRERL P g WIS LT g by Ry bTEE LT TS
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<219>
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<222>

<223>

<224>

¥ 1: ORMOSIL Foj-d xfe] =4
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=189 _ . 24

SEE = 41 -2 (nm)

ST | TEOS (100 % %) 1861

T | TEOS (75 %) _

A APTES (25 2 %) 4365

[ TEOS (75 & %) . _

194-c | poogarag ey | TEOS(100 % %) 80-104

STT-d | TEOS (100 % %) | TEOS (100 = %) 8590

— ITEOS(5 = %) . - _

1A | gy | TEOS(00 £%) | TEOS(100 £%) | 12252

[ TEOS (75 =%

olA-f | TEOS(100 #%) |TEOS(100 ¥%) | poeod s %O/z) 150-160
ol HAAA 2 A BY Bl G Y& mol-d FE YA
B ool E OE oS wol 94 wE AE F A0l do] st ol BRES AEFY 5 Arke 4ol
O 7 BAE eigo] A2 g g AuHon A48 £ du, 19 Bt w249 49 A
ozt Aloe # Qrk. B el s AA A% Aol & 9S B oplet 24 Ao FA W ;o] 2
) BT 24E ¢ Qonm, Aod $E S% U WE Ao|2e] holE Alold & ath thee AAdi
Aesh el A4 W w4 Bu ohyeh B /o] BEEAe dFsd wool Hu
% oom gugae old Aol SrE My, @ RubPy) S Fiae Aola el 2AS dAs

& & 204 =

A
BN
i
(=)

%
IS
~
Z,
o

(')

#l Cu(NH; )4

] SR AL, ofAl
e RU(bPY)s

U] 15%) L 5ol

AE=A cuNp,

5= 190 =AHglar, opAlEel dErE ¢
o Flo

% Co(NHs )h & et

2 Ru(bPy)s

A& 1ol -1 o
TS TR i P St
LNK705 |88 a0 mg S6s 25800 mg
LNK-706 g:gp_: ;ggg r’::g Si0z  288.00mg
LNK-707 3%2: 712%%13199 S0z 288.00 mg
LNG708 | G 1200 mg | S0z 28800mg S0z 57600 th
LNK-709 gchgg: 7;.'85 n"Jg S0z 288.00mg gllgz: 54;%%%?‘11%
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<227>

<228>

<229>

CEREZA CuND, 2 ColNHy)s

ZIHSd 10-2007-0110084

Al = 0] 2-1 A-2 A7
Cu: 10.82 mg
LNK-753 | SiO2:  72.00 mg 44-50 nm
Cu/ SiOz: 15 wt.%
Cu: 10.82mg | Co: 21.63 mg
LNK-764 | SiO2:  72.00mg | SiO2 288.00 mg 80-90 nm
Cu/ SiOz 15wt.% | Co/SiOz: 7.5 wt.%
Cu: 10.82 mg
LNK-755 | Si02:  72.00 mg SiO2:  288.00 mg 76-88 nm
Cu/ SiOz: 15 wt.%
Cu: 10.82 mg Co: 43.26 mg
LNK-756 | Si02:  72.00mg | SiOz: 288.00mg | SiO2 576.00mg | 102-132 nm
Cu/ Si02: 15 wt.% Co/ Si02:7.5 wt.%
Co: 10.82 mg
LNK-757 | Si02:  72.00 mg 38-60 nm
Co/ SiO2: 15 wt. %
Co: 10.82mg | Cu: 21.63mg
LNK-758 | Si02:  72.00mg | SiO2r  288.00 mg 77-88 nm
Co/ Si02: 15 wt.% | Cu/ Si02:7.5 wt.%
Co:  10.82mg
LNK-759 | Si02:  72.00mg | SiO2:  288.00 mg 76-87 nm
Co/ SiO2: 15 wt.%
Co: 10.82 mg Cu: 43.26 mg
LNK-760 | SiO2:  72.00mg | SiO2: 288.00mg | SiO22 576.00mg | 104-135 nm
Co/ SiO2: 15 wt.% Cu/ Si02:7.5 wt.%
¥4 ARE 39 AR, SHEZMCPC 2 Ru(bPy);
A5 0] -1 Q-2
Ru: 1.62 mg .
LNK-819 S0z 72.00mg Si02  288.00 mg
CuPC: 3.24 mg i~
LNK-820 S0z 72.00mg Si02  288.00 mg
] Ru: 1.62 mg i~ i~
LNK-821 S0 72.00mg Si02:  288.00 mg Si02  576.00 mg
: Ru: 1.62 mg . CuPC: 1296 mg
LNK-622 S0z 7200mg |07 28800Mg g6 " 576,00 mg
CuPC: 324mg i~ A~
LNK-823 Si0s: 72.00 mg Si02:  288.00 mg Si02:  576.00 mg
: CuPC: 3.24mg i~ Ru: 6.48 mg
LNK-624 S0z 7200mg |S0# 28800MG 1 gn 57600 mg
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oMl AFE whep gFol WA el ZIlste] Ui 4 B 2 (probing)o] 7heehA WrEtE, AN F
B o] 4 T2 TNl o8 95E 5 3 "FIH Y F2(E 21-b, d, e, f, 9 EAE SA =4
ES /I 54 4o AuA =3 JbeAS At WdmgAte] deld Fol fAF mAES 7R & 20
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A& (INK1122) 9] &3t 252 oF 45 wikolAth. §7] 94859 A&3s a5 & AAE 7led d89
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<114>

<115>
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% 5 mol-d FEF /4 FU® Qe 9ae] TN ol v AE ek
Aot AR 9 ARBAA 2719 /DI 54 THEE ekl

=72 v vlolaRedd AlaglelA e delh ko] TEM v EARI S 24, a) NP-5/Ate] S = &4t
/NH,OH/TMOS, b) NP-9/1-E}35/Alo] S =2 & 4H/NHOH/TMOS, R ¢) Triton X-100/&F<1/NHOH/TMOSE FERUIM ;

ol
()]
rlo

= 82 TMOSS] =xH4 H7tell 93 U AAS HWYstE TEM dv|AA e 2 A, a) (22 nm), b) 1.2 &
™MOSS] Al 1 F7H27 nm), ¢) Al 2 F7HE1 nm), d) Al 3 F7HE3 nm), e) Al 4 F7H36 nm)E ERH aL;

= 9% TE0SS] b4 H7bel 93 At AAS A9YstE TEM dv|AAx ez, a) Zo(50 nm), b) 1.2 &
TMOSS] Al 1 H7F(83-92 nm), ¢) Al 2 H7FH91-106 nm), d) #| 3 F7F(102-120 nm), e) A 4 H7}(108-129
mm), f) A 5 H7H128-146 nm)S e ;

=102 Alard A el dels dWesks JiEfeE dEh
112 Fo]-d 20 TEM An A SR A a) B F& oA (o] F¢ Y92 TALE UED), b) oF
& oW AW 992 TE4LE YEhd)E e,

® 128 P 4 Uehils mel-d el M AnAANS YERla: a) e FE ouX, b) BX A X
2349 o) F o Fg HE olmA;
% 138 3ol-4 A A7 W@ A7 el dFe Agets @vAAAS Yehe;

& 4= 4 ApolE(&o] + 4 7] 4) B b) 5 Abe]Z (o] + 5 e ) AEste] dAdE dAke] TEM dv A

T 155 SN E(IAS odde] FI/A = ofdde] §3])e] A) 2, B) 3, C) 4, D) 531 Folg FHES AHE
st AAE AR TEM v AAIRA OS2 A, a) A2 1, Bx5 Ay} 70| T8, Cu(NH3)4 o] = Cu 10.14

mg/mLS Fshe B WrbE A4 1.333 B/L NHOH, b) A& 2, =28 Ayt mo) T, FdE i3t
A ke ek HrbE 42494 1.333 /L NHOHE vheR az;

E 162 A= oA A olE e ol 9 WS Abgste] Alxd ko] TEM @A ek
o

172 TEOSE AR&stol FA® AAk o] % TNOSE Ab&ste]l dAd® Ao TEM v IS vebl (3

% 182 ORMOSIL &= z9¥ A7t zojo] TEM @nAA S vheb A ;
T 19% 3 20 €49 =4S 7hx A= TEM #WBAR S dERY AL
%202 X% 1o dAE =4S THAH oM E Fol dgE Az ARE Yeh;
212 3 39 A" =4S 7k A= TEM #WAAR S dERY AL

=228 % 39 A" 24E T oMAE Tl dEE AR AR vehdn;
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<127>

<128>
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T 232 H 49 A" 2AE UM A8 APRoRA, a) FA-AERE A (Si0/NaCl F=H]:  15%), b)
Milli-Q &l &g AL Yehfa;
T 242 e Fo| A5ty Agst 42 3EE 0 Y=d49 AuAARE e

T 258 EAFANAY CuPC(ZAA | Apat 556 nm) 2L Rubpy (3] A, Apat 390 nm) 8] WW-71A] A~ E A S 1}E}

T 262 32 A% SBRol MY A8 LNK-822(Z MM, At 615 nm) 2 LNK-824(Z] A A, Ayt 450 nm) &) UV-7}A]
A EYRS e

T 272 a) AlE LNK-822(37 C, 20 mL SBF T9] T2-7x &% 1.022g, Auww=615 nm) % b) AlE LNK-824
(37 C, 20 nL SBF %9 H2-1x 2 0.60552, Aup=450 nm)&] &5 T4 Jehya (14 $24-1Ax &

2o 15 wt%e] Si0, 2 85 wt%<] NaClS 3H-3h);

T 28a WA 28fE E wo upE Aold FA YAt AFEE Ve,

T 20 UV/7HA 348 AFgste] 249 A8 (A) LNK-879 2 (B) LNK-8809] W& &% S e (37
T, 20 mL SBFell detd S4-1x ¢ 2 g, 9714 $2-1x 222 15 wth Si0, 2 85 wt® NaCl& 73
A CuPC, N\,.x=615 nm, H Rubpy, A.;.x=450 nm;

T 308 719 o EWd dE "l 98 ORMOSIL TH I g8 sty At g zte A e 58
5 vehiy;

12 F719] oA Ao Hrto o] AAE ORMOSIL THS 712 A7t da-gate] TEM o x| & e}
Wﬂ:i&ﬂ@%%ﬂw¥§ﬂ(@T%%ﬂﬂ%ﬂ%@%&@ﬁ(&éﬁ?ﬁ?ﬂ]4§ A9 (¢) TEOSO] ¢
3 7ol PR (d) 2 (e) ORMOSIL €& 7Fd A7t =], (f) ORMOSIL o] 2 4d;

T 328 7 ARSAA sEoA e A gt gte] TEM ol m A& Ve ™: (a, b) 0.2 /L NP-9 ¥ 0.2 &/L
1-#el=o o AZzE A= UAF, 74-86 nm; (c) 1-FMEFERle] 0.4 /L NP-9ol] &J&) AlzH FZoj+235 AR},
109-123 nm; (d) 1-#MEb=gle] 0.4 E/L NP-99l ]3] Alx¥ Fol+3-F YAF, 132-152 + 20 nm; (e) 1-%ERE
glo] 0.6 Z/L NP-99l 9J&f A|x% Fo]+2-= Yx}, 106-126 nm; (f) 1-#MEF=Glo]) 0.6 &/L NP-9o] 93] A=
¥ Fol+3-% A, 132-145 + 20 nm; (g) 0.4 /L NP-9, 0.4 /L 1-sMehzel] oJs) Alx¥ z:ol+2-F YA,
100-131 nm; (h) 0.4 &/L NP-9, 0.4 Z/L 1-#el=zo 8] AxH Zof+3-F YAF, 128-179 nm;

A A7 YegAEs ¥45E S5EE Y I
T 34 [H0]/[AA&dA]e & ul=6oA F 7IX] A% 71eS 2gste] AdE At 4Ake] TEM o v A&
YJEMIY: (a) A= 50-60 nm, TEOS 1.2 W&l &, H0 36 E&] =, [H0]/[TE0S]=30; (b) Zo]+1-Z: 61-76 nm,
TEOS 4.8 & &, H,0 36 H] &, [H,0]/[TE0S]=7.5; (¢) FoJ+2-%: 95-113 nm, TEOS 9.6 H&l &, H0 72 =g
= [H0]/[TE0S]=7.5; (d) FoJ+3-=: 100-135 nm, TEOS 14.4 Z&] &, H,0 72 D&, [H,0]/[TE0S]=5; (e) =
o]+4-Z: 136-166 nm, TEOS 24 ¥ =, H,0 144 D&, [H,0]1/[TE0S]=6; (f) FoJ+5-Z: 146-172 nm, TEOS
33.6 12, 0,0 144 P, [H,0]/[TE0S]=4.3; (g) FoJ+7-=: 200-240 nm, TEOS 52.8 H =, H,0 216 2
&, [H0]/[TEOS]=4.1

of

T 332 2 utge] mE F ox A 7les 235Y

L 35% [HOl/[AA&AAA]Y = v=901A F 714 374 71e=s 23t AAE A7t 4= TEM oAl &
eEhfa: (a) AJ=: 50-61 nm, TEOS 1.2 H&]%, 0 54 ¥ &, [H,0]/[TE0S]=45; (b) HoI+1-F: 70-87 nm,
TEOS 4.8 M| &, H0 54 W&, [H,0]/[TE0S]=11.3; (c) Fol+2-F: 95-117 nm, TEOS 9.6 L&, H,0 162 2
2=, [H0]/[TE0S]=16.9; (d) Zo]+3-%: 158-172 nm, TEOS 14.4 2], H,0 162 2], [H,0]/[TE0S]=11.3;
(e) Fol+4-Z: F 7FA =719 Y=gAF, TEOS 24 L=, HO 378 HalE, [H01/[TE0SI=15.8; (f)
Fol+5-F: B =719 Y= AF, TEOS 33.6 Hal &, HO 378 L&, [H0]/TE0S]=11.3;
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<129> = 362 [H0]/[AHEEA =62 & v& 7} moA] A48 A7t Y=gzt TEM o] v X & Jeld™: (a)
35+2 TolAd 20 N7+ &4, 35-50 nm; (b) 352 CollA 48 AIZF 44, 48-62 nm; (¢) 50+2 ColA 20 A7+
24 37-52 nm; (d) 50+£2 ColA 48 A1zt <4, 48-70mm;

<130> T 378 [HOI/[AHZAATY & v=32 7IX 1 oA A9 Ae7F Je=date TEM on A& ebfa:

(a) AJ=: 35-68 nm, A& 35+2 CollA 48 A|7F &4): Zol-d A} (b) 75-100 nm, 35+2 CTolA 20 A7+
<245 () 78-113 nm, 352 TColA 28 AlzF <A; (d) 81-117 nm, 35+2 TColA 48 A7+ <4; (e) 78-105
mm, 5012 CollA 20 A|ZF <=43; (f) 80-107 nm, 502 CollA 28 A7k &4; (g) 86-120 nm, 502 TCollAl 48

<131> T 388 Aol wjF wHAl EAstE A7 gbe] TEM o] F A& YEbATH: (a) ¥l (76-88 nm); (b) 37}
o] & HUIl7] A 1 AF FOF 5545 T HIk(82-96 nm); (¢) F7Fe] & H7F £ 6 A|7F B9 5545 C vl
(74-100 nm).
=Y
=97
TP E 3]
‘ A% 5 |
—Sli— OR +OH~ <= HO - Sii ----- OR"— HO—Sli— + OR™
Aehs
9

I I I I
——Sll—? + —Sll——(l) — ——-Sii-—O—Sli— + R—OH
H R

E

e
ﬂm

| I l I
———Sii——(l) + _Sii—(l) g —Sli—O—SIi— +
H H

A T
="

423
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¥
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o
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ey

C: #Fo]-4-4 : 145-162 nm D: #oj-d-4-4 : 186-221
0 20
-1 i

1 250C, 3.5% 10
2 - 450C, 6.5%
o 3] 0
E 4 \.._ mE‘

W -5 -10 T

4 61 olo

o 20

Ko -7
81 -30
97 A @A A 2ol 3.0 wt%
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TMOS: 1.2 2 ¢] =

TMOS: 1.2+ 1.2 22 &
QA A7)+ ~27nm

QA A7) 1 ~22nm

TMOS: 1.2+ 12+ 1.2 dg &
QA 7] ¢ ~31nm

JAF Z7] 1 ~33 am

TMOS: 12 +12+12+1228 %

TMOS: 1.2+1.2+1.2+12+12%g
AA =]+ ~36 nm

f

i
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TEOS: 1.2+ 2.4 22 %

AR =17] : 83-92nm

TEOS: 1.2+ 24 +3.6 Wg]=
A4} A7) : 91— 106 nm

TEOS: 1.2+ 24+3.6+24 4 &
YA 7] 1102120 nm

TEOS: 1.2+ 24+ 36+24+3.6 2g
QA =27] 1 108-129 nm

il

TEOS: 1.2+ 24+3.6+24+3.6+3.6 g%
AR} A7) 128 — 146 nm
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EH1Ib

EH]12,

EH12
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w13

1.333M NH,OH 0.324 mL
218 28 =

TEOS: 0.6 23

/] 148 A3

A= oEA + 2V
55T, 6A]7F aryk
TEOS 2.4 2g& 37}
%431 68 A7t

#7]: 103-106 nm

A= oEdA + 2V

(AA NP-9, 1-9ehs & Apo] 22848 A osta,
10%3F Rk ohg-, eheyof 89 b

55C, 6A13F wnt

TEOS 2.4 2= 7}t

=731 68 At

#7]: 103-106 nm

AlE oEA + 2V

(AA grYol AL ArELT, 1087 A oh-g,
NP-9, 1-9EE @ Alo] 2234 A7)

55C, 6A1ZF gk

TEOS 2.4 28 & A7}

&/ 68 AlZE

#7]: 100-109 nm

A= dEd + 2V

oh o} g2 s,
55Tl A1 6A17F ko2
NP-9, 1-#ehs 2 A

-

olgm It

Iy

L 7}
TEOS 2.4 2&& 347

%731 68 A2

-

37]: 100-110 nm

_44_

10-2007-0110084



ZIHSd 10-2007-0110084

=17]: 200 - 260 nm, ~150 nm F7]:100~ 325 nm

EH]15

AR
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EH 15
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a. 74 & 37 nm b. 82 & 38 nm

E@F %A TEOS A7 ERF 5A 7 2R

c. 77 & 37 nm d. 64 nm

E313 A 2o A] 184 7F awul 235 1417 8000rpm A £3F

65 nm,
E9% 40C oA 5A1 7+ Rk

@

[
N
bacd
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=23,

EH23b
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EH27a3
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[ NP-9] [ 173‘]15}:5? Lx}o]giﬂﬁ J
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*—————t@,g %+ 1.333M NH,OH }
[ o] AA j"-’
A

[ @ s 2e ol |

T
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EH34p

et i SRR i LRI o
£ AOHS-=  (H}=500nm ( HF=200 nm)

EH34c
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