Sub-10 nm BEHF 5DV Y B L D 3R MERBEOBRZE

IKERFRFGER TARBAIERML R T7 e 77 A B RiE 5l

1. FEETRBIUCHEB

WiZE (RO) M, 7o /KAEER 2 22ak U FFE rTREZR KR 2 EBLT 5 L CARFIR 22
il eoTWD, IHBEBOREATZK (FARRLTEFEK) % RO B X 2 & EARTHA -
FIATENE, KA FLAOEWVHIRICBNTY, MK TEMRKEHRETLZLNT
&%, £72, RO EIMHEMEEDRWSBHITH D Z L0nh, ZAREEL LTEZED
TRAX—ZHETHRBECNET 2N TEE, (BT AZ2 T 0D ET5HE
ENFICBOTKIERE RN —2FEBT LN TES, LnLaRs, ko RO
P IIIRR A R E L OFEDPTAET D, KUBRDEZI I D RROBEEES, EMIZX
277000 OCAFT70YT) Thbd, FEOKLE T ot 2T, HEZ W
TeRLERZ Lo TS AT 7 0 ) 72 WL TOD D, JbEL LTS ROBETH D
AU T I REEITMHESEMECZ LS, BEEZICEREZ R R BERH D, £, i
RUER 290 PUT TS B AT S L CEIRT 2 &, RS AT 70 U o IFEAL
TLEI, ¥ 7mvRABICHBT DISHICAT T, AT R0 TR O 2R
TR ERONEAM, 1R D i i FE B C D S B E A FTRE & - 2 DR TR EE D 1)
DRETH 5,

ZANMES U HIEL, TEAT 7 AV U HDOERITHR R Y U — I HEENROL BT
J A= FMUlL AR O TS50 VIRTH 5, ARER A 7 v FEEEOBAIZ X - Tl
AMEEZHE L2 U B (K 1) 1%, KRS EE OKERR, “RLRFERE, AT
AR ) ROWARR O (AHKIRIR DORESIEINAK, T/ Al - iRd%) 1ZBWT,
BEF O & TR A ERE T DO BEERE 2 R T 2 E N B TS L, F£2, U DX
MHEESCIHIENE, T EPS PRI, 2V E T EEY v & A Ol SR EES - 7= it s
IROTBERA~DFEIERRETH D, Fox 1L, AMER 1TV v N2 U IS SO TR R M
ZHL, RO 7R ZBWCTZ 77U VIR RAELTYH, TNOLEEENFTHZ LT

s

B 1 \

o =L

ik
BF5HBLIED
EnfR RS A

1 AHEER A7)y R DK
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EMEREZ [FE CE DN AR MEAATHZ L2 ONILTER 2 £, AE
FIRIZBWTCHLER ROMEEZA L, BEFORY 7 I AL LD &35 E0 TR T
1 REE 2B =S ESE T (<180 RJT) IZBW T U EIAFNRAM O BN ARETH H 2 &
EHLNCLTE 3, LLRND, "M 7 Uy KU B EELMEROZHNMES Y D
OFEKMEIFBEFORY 7 2 RIED 10 30 1 BRETH Y, FEHIIEEKEO KIEZ2m
DLETH 5,

ZALMET Y BIEL, — AN - T ER RS (CVD) 52 W TR AU SR
R EIZRES D0, Wb iR (~600°C) TORERSCRERFH Gk OSISZFED
7280, TREMEMECHA 7 VA LBES AN—""y FMEV, ERMICITEE Y 2+ 2
OAEFEMRDOR R KD BN TEY, manE7RY ) WEZ @O KREE TR TE %
HEIMPEREINTWD, 29 LieH, FHxld, |REFOKIR CEIEMER RSS2 BT
HREET T A~ w2FH LT CVD & (KRXUETZ X~ CVD £) 12 &L 28R % B

DTSDMEERFRT LV U BIEOFIRG R/ 2 EB Lz 45, RRET T X~ CVD
EIL, TEROENELE L B @R TRA VI L LW, A 7V Z A LAORRGER
DFFLNATRETH 0, WS R M I X 2 BEA MO Kig 7k BN S n s,
SHIZIE, KRQET T X~ CVD EIC X 28IEIZ W TIE, A A OfiZIz X KR 1
DANRy B Y TRovA T L—2a URERE L NNT VAT 52 LT, RS HR~DRE
EMZ RN S RMaE AT D 2 ENAHET, 10nm LoV OEENOY 72 v ) @R
TEDZEBHLMNE RS> TV GERDANA T YU v KU 7 RO BEDEE L 100~200
nm CHDHI ENnD, KRRJETT X~ CVDIETHESHILD 10 nm L)LY J %
MAWiUE, AKOFEEHIZ KIFIARR L, m@VdkrE & S 2 M2 Sl 2 72 o8 7e
RO xR CX b0 LB BN,

KZET T X~ CVD v U AfEE RO BEZSHT 57291 A%ﬁ%:ﬁu&ﬁ%ﬁ
FIHEEAT DML TR Th D, BRI, A%&éwﬁf%é/)ﬁﬁ®@ﬁf

—FRINITHALERTIRESND 20, %7%/%~%»v«»f®%&ﬁﬁ%éﬁﬁ%7
HE & T HHANOBRRE R RO D, KRRJEST7A~ CVD I, S ORI DS
& WERBENNE G OB T B A TH Y, ZOHIENTIEZ < ORYESAT DOFREE )N 22
Th D, AWZETIE, RV VABMAICER L, £OMIEST T X~ CTOFEREDME
G HBIREFEC RIETHEL RFIINCH L NCT D 2 & C, Mt » B A 7 =X L% B
L, RXKET T A~ CVD IV ANEOFEENME: 2 E'EANZHIET 5 FEE LT 5,
BT, B oD RO Fritk 27l 5 2 & T, KKUEZ 7 X~ CVD U JED RO
B~ FTREMEZ B & 25,

2. FEBr

ZALMES D TR, BEARAOSREE 2 54 2 ZAUESRHME (o770 X T 24LERE, A
A2 pm) ORI, BROTHE L 250 HE (U B-ora=T ) ZiE,
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LR 1~2nm) ZRK L, EOREIIKGET T XA~ CVD TV gz ak L= IERFE
EEALTWD, ZORRRIERFMEE L 525 2 & C, HATRE 2 /REF L7208 b4y HEténe
JETHLHT ) WEOBER(LEZFEBR L TW\Wb, RGQETT7 X~ CVD IZL 5V Bgoid
BEZiE, X 212R7, BEERANY THEROKRKET 7 X~ Kitasa AWz 5, ROGEIE
SMANZ BEHIAR C & D EATE 2B A g B, £ OISR AR LOMELT /L 2
TE THE LT @RS R 2R A STV 5, U IRIBKMARIZIET N7 ATF Loy
7 %4 (tetramethyldisiloxane, TMDSO) B X O~FH 2 F Lo x4
(hexamethyldisiloxane, HMDSO) % H\, N7 > 72 k> TEFEH A (1.0 mL/min)
IZRIPEE 721, FHMETATHDL T /T (500 mL/min) EIRA L CRUSEHTHHE L
7o, BEIZEEE (4.5kV) ZEIIT 52 & CRAET T A~ 2584 S TR AT -
7o BUBSERIIANIANZMC LV 200CITR T T WD, £, N7V U ZIREIZE > T
ARIEDZ K E LA S, ROa s S s o U D RIERARE 261 L7z, FrED
BRI 212 He, Na, SFe DRUBSEHFZME L, FEilsis L OEmHELS —EEIEL
TR R T & L=, RRJET T A~ CVD TH LD IED L FAEEIL, [F— D5
Ty ary v BIZEE L 7RG 2 O C FTIR BTt Le, £, A X
DRI BT A DI ADZRBIEFFEZFHM L, 5y FEERIC 5D < SAUERO XK ST
7V ({E1E gas-translation €7 /L 67) & Wi 2475 2 & C, FBITARe LY
A RXEWRL, ABMAOHEES Y 7 A~ COMFEENKRZETZ X~ CVD U B ED
PRI RIET R 2 EEAIZEHE L7z, £72, R&QET 7 X~ CVD ¢ U JED RO
Frithld, o FEORRL T IV a—NE2GleoKiREZ MW T, E7) 6 MPa, {iE 50°CH5
fECRMt L7,

&

L@ 1
B —il L H—I—i = e
TS | it —n— r L SFM

07 Al . [
H el e M”;. r ; i}
| [ T

HI5— ;H.. & A

2 RRHETT X~ CVD &

3. RBIUELE
3.1. FTIR &5#7
4 3 1%, TMDSO # L HMDSO # W TERL L 7= # szttt FTIR A2 ML Th
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Do FUtgs NIZEBT 22 ) DHiERABEIL, N7 U o ZIREIZ - TR 40 ppm (2l
L2y WFROREHZEB T, 1000~1200 cm™ (2 Si-O-Si #3d O [HfiEENZ 33 5 58
WIRIRE — 7 BB, v r X Ufe a2 TR E T 2MEOI R I vz,
HMDSO % AW TR L7238k Clg, 1260 em™ 38 KO8 750-850 em ([Z K TH 5 Si-
(CHa)\ZHRT DI E— 7 BB, —J5, TMDSO % W CHERL L 73k T¢I, Si-
(CH)xICH¥T D —27 1383 L, 910cm™IZ Si-OH [ZHkT % v — 7 N Hin iz, Si-OH
Fix, VU DEEMANES L COER T 2R TR S - SOGTED R s b L <
ERLIZHDTHD EBEZLND, FEKTH D Si-0-Si 1oxhd 5 Si-(CHs)«F L 8 Si-OH
DY —7 HfEkE RO E Z 5, TMDSO % AW CERL L 7278k ClE, Si-(CHs)x/ Si-O-Si
25 0.039, Si-OH/Si-O-Si 7% 0.032 T -7=DI2%F L, HMDSO % FV TR L 7=38 o
Si-(CHs)x/ Si-0-Si 1% 0.152 ThH 72 (Si-OH IZOWTIFEERE—7 i3 s, =
AL, 4 FHIC 6 10 Si-CHs Z#> HMDSO %W =340 7573, Si-CHs % 4 f# La»
Ffl=720) TMDSO % H WAl T, BRI L0 £ < oA SN I A E T
WHZ EERLTEY, HMDSO %V =J728 TMDSO %AW =H4 L 0 AR A
BRI A 7Y RSB SND Z L 2R LTV D, ZHUE, EROIET 7 X
~ CVD TER L7BIZI\W T, RTBA N DITHRARRUC & © TH B AL 2 IR O & % 1l
HTEDHZ & EEHMIC—ETHHATHY, RXETT7 X~ CVD IZL > TEKRSND
U BFEIRENT Y, BIBREDS TSI L > THEESEOHRIEINTTRETH S Z L 27T h
DT D,

41, HMDSO i & s (Si-(CHs)x/ Si-O-Si 3 & O Si-OH / Si-O-Si &' — 7 ik
) ORIt TH B, Si-(CHs)x/ Si-O-Si i£ HMDSO #2EE & I 2in Lz, Z ik, HMDSO
RENEWNEEBERIC L Z < OFERREENTV IAENT, AEEE 171 v i

0.3
|III Il'u
|I I', . —
EA R - 5 02 SiHCH,)/Si-O-Si
— LT (CH,),/Si-O-Si
e o AN S I
§ i Fl'ﬂ S-0-Si e
g 5 /
S ®
3 SHCH), § 01 /
o
oo
Si-OH/SI-0-Si
" i 1 " i 1 " " L e D 1 1 '} I::l
1800 1500 1200 900 0 10 20 30 40 50 60
Wavenumber [cm 1] HMDSO concentration [ppm]

3 TMDSO X O'HMDSO TE#L L 4 Si-(CH3)4Si-0-Si 35 & O Si-OH/Si-
7= R D FTIR A7 F L O-Si mfgLk o HMDSO J FE(fk A7
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ERREND Z L 2R LTS, —J7, Si-OH/Si-0-Si X HMDSO ¥/ 25 ppm {137
TR Z R UTe ABFFE T, BERHCALSS 28E 2 —E k> TRIIEAZ T > TV 5,
Weo T, HIBRARREC L SISO, FiBASH 7= DGR F—DE NI L -
THELINTEbDEZEZDLDONRYETH D, bl S 2 BURIRE T A D FR5y
XTI THDZEND, REIZL > TELAEEEO BRI SN T v A F
VRWREREDT VI ThD LB Z B, WMHEOFRF O T RLF—IL, ZhZi 15.8eV
BLU11.6 eV THDH, —J7, HMDSO »5 1 -50-CHs A3 L CHFEAR (Sie0Cs5H1s)
EAERTDOICHKERTFILE L 96 eV THY, 2 50 CHs AfEHEL 7= P RIA

(Si20C4H12) DARKIZIX 26.8eV DRI —RNUNETH D 8, 7 /LI L HROIENERED
Ffox L ¥ — Ll HF IR Z LR T 2 DICRE R TRV F — DI D, KRET 7 X~
CVD IZ L DRI 31T D AR EIERTH (S20CsHi) ThoHEEZ D, 2D
HEITEE O HMDSO & HgHE G L CESIRO T mX 0N ~—% T 5 L& 2
HITEY 9, AW TR LN L 5 2GS L I A TZIES TR S D, HMDSO
REOEWIEKTIE, LD A D= XN > TEPER I NI LB 2 TN D,

—7J7, HMDSO & DRV VEEL T, 7L 2 HROIEMEREICRH LT, oV DRIEMAR
L OZ OHFHEDIFEEDFRENART T2, Z ORRZRIL FIZHBWTIE, 1 BEH 0%
THIBRARANFIEE S AV TAERR L7 PRI, 7L = HOROTEMAR & D224 # 0 IK L TR
HEL, KOMAELIcHERSIER SN DMRREED, 2O LIcbOoHIZiE, L%
< D-CHs % % - 7= A<, HMDSO O Si-O-Si #5r A3llkr S =ik b & £ 5, #
B D-CHs % o o FEIERDERIC L 0 2 < OTEME A2 Fr o WAL, 531 U COGE E D&
WEE SOOI E T 5 B2 b5, £z, CHs X SiCsHy &\ o 72T,
iAKW A FVBUS a2 L TS DB LICH G5 L B2 b b, 2, (RRE
B C Si-(CHs)x / Si-O-Si M+ 2K TH 5, BEEE DM IZtE- T, A7 R
IS T 5 Si-OH OIFFERLINT 52, HMDSO #E X 0 RV E T, KX
JSCHE SN2 Do T2 T V3 B OTEMER IR B E L C Si-OH OfffEG 72 ED
BSOS ZARtE 95 72, 25 ppm £ C Si-OH/Si-O-Si IZH KER A bz b D EE 2
Hbivd, LEDOFRERLY, U DRMAREZZ(LIED 2 LIZL - T, HHNDIEDHE
& & B2 D O ORI AN 7 > R L O FE TIRAS HETE 5 Z LR 60
Loty AU, BIBRARD S 148 O A CIIREE 2 dw i e hliE &2 e L 5 b o
THY, %R DFEERMEORBHIEICB O TR TRERMATH D L E XD,

3.2. XURZRFEEFHE

5 1%, TMDSO 3 X HMDSO % MW C/ERLL 7= U A (TMDSO Jiids L O
HMDSO ) O MAFEIRZR Oy T RARTFE T H 5, BIBEARREE X 35~40 ppm Tit— L 7=,
WTNOEICEBW T, [EERRIIY TRE BT Lz, 2T, KUEEER» Y1
SDHNNZE S THRHEINTNDZ L EZRLTWD, WETHIIERC L-v0 He iR %
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R ULT—JC, He £V 03 FROK X 7o 7 ADZiEFIE TMDSO D 7 MKV Ml Z 7R~ Lz,
il 2 1%, TMDSO [ He/NeZim3 i 100 # 8 2 5 @ MEZ 7~ L7202k L, HMDSO
D He/Ne iZim=hid 10 R TH Y, 515D WL 5720 Knudsen JEHIC L A E&IR
P (He/N2=2.64) Z{ENZ EFRISRETH S, ZiuE, TMDSO o523 HMDSO f5 &
DTS5 DVEDIRWNETHD Z L 2R LTS, 515D WEDIR S T EF ORI FL
DREIICESTREY, MARDNNESWNEEGFSDVEFIRLS 22D, 65T, Z Ok
1T TMDSO ED 73 HMDSO L D /NS WHIFLEREZ A L TN H Z & 2R LTV D,
1 nm AT OBHILAZ AT DIEOMALIL, o FEEERICE S ZAERO KR ZRET
)L ({E1E gas-translation E7 /L 67) % HW=fEHT (Normalized Knudsen Permeation

(NKP) 1£) [ZL->THERLT 5 Z EVATRETT, X5 12 L7z TMDSO s & O HMDSO
PEDFIFLARIE, 424 0.40 nm 3L 0.60 nm Th-o7z, X3 D FTIR 74T & B fET
% &, TMDSO & CITHEREH) THER D 2 U IR0 72 LIS B S T DIt L,
HMDSO BIAMEEERE A 7Y v FEEIC L D — AL S b D &5 %
bbb,

6 X, HMDSO REAZ{b s TER L=V WEOFERFE L OEHELDO
HMDSO &7 TH D, HMDSO BENEINT 5 &, He Bt LA L, He/N2is
WRIFRAD LT, M 4 OGO HMDSO RERFIEEZBET 5 &, AR Tl
I CREE 72 ) IEDTERL ST, BRMEOEWIERE OO L, EiREE CIIa#
A 7y FEEIC L DL — A THEBEOSWVEN S LN D EBEZX BND, £D

1&.-5 *H]E-
o 102} /N
- £ = 1
% 10 5
- E 10}
b @
T 107 - -
g 1{]0 L i i
$ 100t &
= W 108 He —
- : Qo0
& 100 g 07
-E 1{]-3- M. |
10-10 1 1 1 E 104 1) 1 1
02 03 04 05 06 a. 0 10 20 30 40
Molecular size [nm) HMDSO concentration [ppm]

5 TMDSO 3 X U'HMDSO TfEHR L 6 HmERL L OEEELD 200CI2
725D 200°CIlz BT 5 KRG m A BT % HMDSO & FE(f /7
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i, MFLARIE 0.40 nm 725 0.60 nm OFIFH THIMEH S iz, LLEDOFER LY, > U I
HIREEI L > TS 2 2L S8 5 2 & C, MR 2@ mIcHlEs 5 2 R FRETH 5
ZERHLMNERY, SEERITE U T 7 A— ML LoV TOREE AL HE % n]
AE & 3 % TR A ST S AL T,

3.3. RO Rt

T, MK L OEFET L3 — LKEEIRZ -V CRHl L 72 K&UE 727 X~ CVD U
JIED RO RHETH 5, RO FrtEFHMICIE, AIEICER L7-ED 9 b b KSR &
M7 HMDSO J#REE 35 ppm TIERL U722 H iz, Zaud, —ixeisiis U BIEoKIC
X DREWEMPMENT D, AR A 7Y > RS S5 S CEA1T 5 2 &
TREM RO MREZATDENEOND LEX - TH D, M/KOFEERTHRIT 21.3 kg
m?2h! RO TEVMEZ R L, Filbii i 2 JR 24 Tk L 7oK iR % 9.8 x 1013 m?
m2 st PalC, #ERD Y NTFNAETERILIZAVA 7 ) BRE 100D 3~4 (5I2F14 T 515
AEDR ERFER SN2, iU, BEOMIFLE (0.60nm) 237K 7 (0.2955nm) (2% L
TRHRE L EFTOKRG T OEE ORI NS o lzlzb Th D EBEXBND, —H,
WETHDHT NV a— LOMIERITS FEOHEME LT EL, tert-7 % 7 —/LFHIESRIX
8% T o7z, tert-7 % / —/L D Stokes 1% 0.672nm TH5H Z LD, BEOMFLEE & FH
IETEL0 1O A X3 —% LTV, RO IZBWTH0 1525 0D XA ZmE
WThHHZ s, EOFRELY, KRETT X~ CVD VU BEHN RO I2H
WTCHENT-DBEEREZ AT D Z WD TH LN E 2o T,

25 100
T 20 r 180
£
g 15 F *'—_ _* 460
5
= 10 — 140
@
©
= 5 —‘ 420

0 0

Pure EtOH IPA t-BuOH
water

7T RXKETT A= CVD o U WEDBFET )L 21— KERIZ 1T D RO Ktk
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4. £&0

KRRETT X~ CVD v U D RO E~DISHAZEX LT, FAEEHEIC X 2%
PEDFERTNABAT OB ZIT o 7o, 2 U DRI B LIeBRt 21TV, HFEe7 7
AP CTOFERIC L > THEFEZ B TE 2 2 L 2W SN Uiz, FRS, ABRAERE
IS EDH LT, MR ERINIHIE T2 Z LN RRETH D Z LML RD),
SHERIIG CTY 7T/ A — BV LoYL TOREE 72l FLEE R E & TRE & 3 2 BUREiT 2 i
SNEENTC, AWTEIC L T, RRETT X~ CVD v U B IEOHEFHFR TO 3 BEMERED 915
THLNEZRY, RRETT X~ CVD U ANEOFTZ 72 ATREED R S 17z,

BiEE

AWFZEIE. AEMEEN JFE21 H M OB 22 CEM L E L-, Z Z IS0
EARLET,
BEICHER
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