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[0134]

[0135]
[0136]

[0137]

[0138]

[0139]

SS90l 10-2650626

E IV: ALD Alo]E @A 2 ¥4 =7

i I Al 7k o] 5.

1 Si 718 w571 ol Y

2 7| ¢S AEHE 2ER 7MY ~1-2 A3t T = 300-500°C

3 TR EEE 2 %(s) A A ZHE
ke R
o 2f

4 Ao 28] AtEAE o A 2s =7 SE; 2%
14-18 Torr

5 Aol &2l FtR AT F9 g 2s

6 Aol S8 FtRAR FY A 2s Si A7 3 3

9 F A o
~150-250 mTorr

7 aE e sH 2s

8 N2 E F5A1A BHg-7] 94 6s Nz 75 5 lpm

9 TE7E 7|4 dE o R g 6s 714 ¥ <1
mTorr

10 NHs & 24 s 5 Torr & 5
AANH: 15
100 sccm

9 N2 & 52414 1He-7] %4 6s N 75 &%
52|E (Ipm)

10 | 08712 /14 908 9] 6s EEE
<1 mTorr

11 | SifES 187|256 A A

T# Eel, SF A g =34

& 20008] oste] v AtolF R MRStk A4
st WEE7) el A ojd® Fal) B Wk 9l (ex situ) R (Y FolA = HAS AelA D)l
FolAA sl AES w2 =g A2 SAels dFom WAt FPE Al ojdy 2de o
&3 @9ttt 200 mTorrell Al Estel]l i oS FAIAYS 2 Torroll A 4tx ofdd S FHsr; 9
L5(dl, 25C) T ¢F 300ToA g ZHolE Aol F7] ojdHS FHES.

He TS 47 AsA e dA 3 WA 10
A BES Y SA(in sitw) (52 A E] o

Z4 A L FAZ 632.8 mmoll Al AHAHE (ellipsometer) S AF&3dte] 32+ 230 %7‘36}
29 JEFS gloly] Y8iA Ha 25 248 19 ofdle ¥ vevE(2-5 nm) oA X-A %

EAs AT, 29F UEE X-A A5 7] (X-Ray Reflectometry: XRR)E AF-83
w24 A E F4E 34 HF(dHF, 1:99-49% HF % DI So)atell Saspgivt. &4 St oY 89 dags B
P 3 2 2xlolr HWES EA]d AFEEtS] o AAAL. A A IA LAFO]= WERS 0.55 A/sO]
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[0140]

[0141]

[0142]

[0143]

[0144]

[0145]

[0146]

[0147]

[0148]

[0149]

S5S0dl 10-2650626

Axr-ZAE FRBu oA 1 3-tAdgrto]F2RE (15.0 g, 0.170 mol)& Et,0 (50 mL) ¢ g3t (1)

(5.61 g, 0.0567 mol)2] wHtE E3HEo] A&SHA H7lsldeh. ¥ESES 307 &9 wakelsisdl, I 5k 1
HE2 o5 A/ g0z wMgn, 7]A FAE (e Hy)o] dAget. ¥kE E3ES A3std 1¥ES

A 1d7Ig(atm) el A S7ol o8] AA AT, o daE F 53] ?336}
of oJ&] AAste] 20.4 1H (g)o] &d F 1-F2E-1,3-tAdeAlo|ER

-t A g to| F RS 7 FEetE 28 9] (GC-TCD), A3 B4 71(GC—
NS), 2 OH ONMR Rl o8] slsdnt. sbx AzviEody BALS 3pm F79 SPB-5 WA 3
TCD 4] HP-5890 Al2]= 11 GC % 0.53mm 217 < 30m Supleco AHE AL&3le] WAL &F N ol =33}
Ak, GC-MSE v ¥aES et 122 (M+), 107 (M-15), 93, 85, 81, 58, & 43,

}—‘

Ard 20 1,3-" 2= 2-1,3-tAd e o] S 28] 4.

2B A3 (11) (89.6 g, 0.666 mol) ¥ 22 =312 () (1.51 g, 0.00793 mol) &
a, AoA 2A7k AA Et,0 (300 mL) 59| 1,3-t]detrlo]ZF2 5 e (14.0 g, 0.159 mol) 2]
H g MA3 HrFeHth., Wke &3Eo] UE-¥o]A= AE (needle-pierced septum)= F&f IStol A
71 A stk 641 F, WIE YE(vent needle)S AATIaL, 3|4 vk E3HEo] whA] wRbE A St

HES ool &) AAsaL, oAF}NG 780 Torr HwH)dlol] FHZAZ . 20.4 1] ko] oAk m A
A ARES DL, GC-NSel & SAHA=d, FH47oR2A 13-t 2E-1,3-HAZAL | F 2T & 7
o] o]AA (A2 E Edln)e EFES {3, GC-USE U 2 ES dERL: 156 (M-1), 141, 119,
105, 93, 78, 63, 58, 2 43.

X b
Flote ofy
oo

i)

oo

0/-\

H e (%

AAe] 3: 1-HRR-1 3-T]depabo] FRAE Y 13-t LR -1 3-T]dehrto] FRyEhe] 34

Ax FAY FEAHF2A | 1 3-tAg Aol F 25 E (1.0 g, 0.011 mo)S A oA

iaDellA teld ofelZ2(5 g) T BFS(1)(1.6 g, 0.011 mol)e] wrke Z3&Ed H7bsta, WgEs
S agkal itk 1A BARE(olute Hy)ol BIIEAl sk, &AE& GC-MSel o =

1,3-tAgrtol ZF2RE (n/z = 166 (M), 151 (M-15), 137, 123, 109, 85, 69, 59, 43) % 1,3-TJH=&
Tl e tol F 2 EE (n/z = 246 (M) 231 (M-15), 216, 202, 189, 159, 137, 109, 69, 58, 43)<] gt};%% 3t
frataiet.

Al 40 1,1,3,3-HEZGHE -1 3-T]H epito] S =R A

A0 BHEk, olAld BREulo]l= (209 g, 1.70 mol)E AlBrs (1.9 g, 0.0071 mol)2] &Ajo14 1,1,3,3-HE
gho| ZA]-1,3-T] A etro] 22 REH(T5 g, 0.28 mol) 3 Fabal, A=A digf 1d s+ wyksigitt.  wgk3E
ofAe HEmlo]= d oEl olAHo|E FAMES FHSFatel AT, HeldE F& 1L ek (30 mL)
ol A wwket =, F A7 o] FASNUY. wAA 1P ES FehaI-U-Ega3 IF 531150 mTorrell
A 90C)E B3l GAlsted 59 go] A A nPES a1, olF GCMSol o8 SAHsG =Y, 1,1,3,3-HE
S H 2R -1 3-t]deAtol F R etk GC-MSe ok HAES vEbilnk: 404 (M+), 376, 323, 297, 267,
243, 229, 202, 188, 165, 149, 135, 109, 81, 55, 42. ¥4 (m.p.) = 117C; ®]H(b.p) = 252TC. @ ZAAA
£ X-4 ™o o5 EA5t] o]9] Fx2E FIsGiTt.

AAjd 51 1,3-H] (T dobr]e)-1,3-HE 2 2-1,3-T] A etrto] SR 5o 4.

Ao BFale], A (80 L) ¢ tlolgoldl (29.5 g, 0.403 mol)e &NS H7Mg ZurE
(400 mL) <9 1,1,3,3-HEZE22-1,3-HdeA ]S 255 (40.0 g, 0.177 mol) R Eg]edopnl (
0.439 mol)e] mykEl goholl -20ColA A7tatict. AEE W SE7t Ao 7}£Q7ﬂ SkaL, 0]
aRkERGITE, Ay 163%3 O% #= 23] AAsk, A (30 mL) o7 23] AR, 3 oS
97 WatA] & wWzbA A2olA Agstedl sHARAT. #AEA AEES 100CE 7ML 3} , B8 E
trap) &= ~78Coj A %J%—ﬂ%o}cﬂ 28.6 g9 ¥ qAE F5staL, ol& GC-MSel <fs) - Xéfﬂ%%tﬂ,
2(dedoetn iz )-1,3-t F 2 2-1,3-t]d e to] SR F-go] o] A A (A= 4 Edlz) ] EFEoIQd.  GC-NSe
oS 935S Yebith: 208 (M-1), 283, 269, 255, 239, 226, 212, 198, 184, 170, 157, 143, 134, 121,
106, 93, 72, 58, 42. B.p. = 283C.

~ off
ol
&
>

T+ /\H

Hm@¢m1m4>
8£n
= e

w
=

AAlel 61 1,3-H]=(Hudotr|n)-1,3-HF22-1,3-tdeAte] =T §H4.
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[0150]

[0151]

[0152]

[0153]

[0154]

[0155]

[0156]
[0157]

[0158]

SS90l 10-2650626

Aol BFakel, THF %9 fugols (2.11 M, 500 mL, 1.06 mol)e] &84S &AL (1.5L) ¢ 1,1,3,3-HE
gEF22-1,3-t A g Alo] FZ 38 (120.8 g, 0.535 mol) Z Et;N (119 g, 1.18 mol)e] el &-olof] 20T ol A
A7psgity. AR WA Zelgrl Ao R JR2EA SaL, o]F ¥ wuksigltt. WA uFPES AE T
3l A|AskaL, 4k (100 nl) o= 23] ARkl MH—E— o] Buzt WA S wizhx] Aol A 7tstel
AAsGAF. HAA BAES Zgaa-g-Zgk2a JF FFH(150 nTorroll A 80T)dl o8] AAstx, F= E
;M(-15T)ollM F=A3te] 77 go] A AAHE 1P ES Oéz o]Z GC-MSell olef =Asd=dl, 1,3-r2(yHE
ofm|-)-1,3-tF 2 2-1,3-t]d e tol SR FE o] ddA EFE(A 2~ B Eds)oqdt.  GC-MSE the I
5o etk 243 (M+), 228 (M-15), 208, 199,185, 171, 157, 143, 121, 106, 93, 72, 63, 43. M.p = 6 -
41 C; b.p =230 C. EUx o)A dd ARGAE A Fo| 5F Aoz -35CoM A7, X-
A 3ol o8l EAske ole] FxE Rl

AAlel 7:1,3-HF22-1,3-HHE-1 3t depfe] SRR A

m

Ao BFdtel, oY FZ2etol= (115 g, 1.46 mol)E A-2olA 1,3-t]ol|EA]-1,3-tvE-1,3-t] der}to] &

Hek (120 g, 0.587 mol) 2 I3FA(I1D) (0.47 g, 0.0029 mol)e] mytdl E3tEo] H71g ZAujr|S =3 2
7bekdnl. WhEES 14 o wuksGlt. FHEE S d FuERY AF AL T, WA F/H(12 Torr/70
Thel o3 AAste] 98 g ¥4 HAE 553k, o5 GC-MSol| oJ3 A=, 1 3—\“43;:1—1 3-tivg
-1,3-tgAgrte] S 2R o dHA (A2 9 Edlx)e EFEOIYTE. GC-MSE ohE HZES YERIL: 184
(M-1), 169, 149, 133, 93, 79, 71, 63.

ot

p

AA el 8 Apole ApwAR A 11,3, 3-HEGE 21,30 de Aol 2R Ree Apgate]l 24 AL S
o B3 fa-nh Bnel 54

F52 A gle] & IVelA Edel 71| A d@AE o83kl 300C H%X] 500C 2] 79 2Eol|A Ale]Z¥
ZHRAS AFA=A 1,13, 3-HEHES22-1,3-tde el F2 e B R Yot Ry fa-3 5SS
ARG 27 = A B S A0l ARl F, AlEe A2elA XV shan, 9o R AT, S
H d59 24 A5 2 FAE & Vol 29Fsqltt. & VI 300ColA Sae "AFe =4 57 Azt 4
A 24A3F & 1,659 4 5-E 1.53% ZAFHASS BT e, ols ARdA F=9ldd o5k 4kst g S o
= Aeoltk. F7he] =d AFo] e 24413 ol HEEHA . tE 25 545, ddd, Xps %
34 HFell M ] F24] AAES 25 &Y deF 157 Fo dAvk. oldd AFe] Adt= & VIOl Alg o] o

E V. A ALD & g AEF SAbel= dHFe] 4 A5 3 5
<% (°C) Atol & & A% S AT
(AAto] 2)
300 0.2 1.65
500 0.3 1.57

E VI Aol A F=9lel A" § 300CelA SEE AFe] 24 A5 W

Al ZH (A7) a4 A5
Zaba] 1.64
24 1.53
48 1.53
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s==4

dHF
WER
(Als)
0.03
0.06
0.49

%3Si
42.4
37.6
N/A

%Cl
ND
0.4
N/A

%C
14.8
23.9
N/A

%N
1.3

18.1
N/A

%0
41.5
20.1
N/A

j -

547l

£E (C)

300
500
o 7

[0159]
[0160]

[0161]

I

T AT},
1,1,3,3-HEZZZ22-1,3-UA A S 2 HES ALE

To¥

AFAE Als

i3

W

Nlo

o)
min
il
ofF

;0D

o -

o

A =

i3

AR 9.

[0162]

=
T

5}ol
7k 2/%F Bk F7he) ojdy Aed|

o

A3 MAdoem EEAAL.
7] (H0)

L O
=

=
T

=4 A4 W

i

k)
o

142 A7t
157
1.54
152

o el F4ahod

<
T

VIIIel A|F= o] Sitt.

T

ZIPs

7
sk

A

=4

3171
1 A7t e
1.58
155
1.51

[<)

Fo 300TCelA =Yool 4 Alo]&8 FtRASE AFA=ZA 1,1,3,3-HEZE

o

Q.

[

A
Aol 300CRe] ojdel e

o]

=
=

gl
FAE, old® 14
At
g
1.65
1.65
1.65

PR

o

e

=

4
=i}
o =43}

-
5%

il

(300 °C)

L F
Aol 3 o el

k)
o

Vel 71 A

22-13-04ele| R o
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CPREE

AR =2d A

o1 X7

[0163]
[0165]
[0166]

¢

tell A ] ol d® Ale] =4 A

5]

A

J

Ko

[0167]
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=
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e

=

Alo]

o] HF(10:90 49% HF: DI $)=& =Ho| 9l

=

g =

ol 77
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ey
=y
a

=0 -
3T [e)
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==
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4 o gL
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5o,

et

12 24 Wske Uehd el o)
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=
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A e Wi (< 0.01 A

=
=

!

=
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LHebtt.
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SsE550] 10-2650626
= w71kl A7 A 3AIRE Bk REEAl SlellAl AH ofdY AT, L Fo] wkgr|ERE Wz S Al
dE9 IdE F4d XN4&E 1.eadnr. #28 N5s, FVIICAMY ddet daHgA, s 9 & S Az o
ol 1.55-1.57= stetgivt. S AFo 4§ 24 % s i IXd a°kHo] Q.
[0171] 3EIX. ojd®H ALD 59| FE 24 2 EE
old® 37 | %0 %N %C %Cl %Si S
(300°C) (glce)
A2 396 28 247 ND 325 1.59
7] 36.4 3.6 25.1 0.3 34.6 1.59
27 34.7 4.9 27.0 04 41.1 1.59
[0172]
[0173] AAld 11, gdEYol @ & FA4S o] 8§ €4 ALD TS §% v =E 7A-3%F 2E
[0174] E X 71AR 3 wAE olgste] Aol2e FRoluwsHtAd MTA 1,3-TFR22-1,3-(T W E)obr -
13-t eprtol 22 ete 2 Y Si 3 5SS ST, AZe] ALD Ato]2ellA, SiCNH, FW-S SiCOH=
WA 7)o, el meba] & FE Aol tig AedS fldth.
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[0176]

[0177]

[0178]

[0179]

S=50dl 10-2650626

3E X, SiOCE SHAI7I7] 1% ALD AtelE
A AT A3k | 5.
1 Si 71385 whe-7]9l A4l
P 719 ggE= 2o 7ld | ~1-2 A|7H T =300-500°C
® £ 40 A4 2% () AT ARE 571 917
W= HH
4 AoTEe A dd ATA |28 Z7 R 4
=4 42 18 Torr
5 AolZe ARAF ATA |28
T4 42
6 Alol el 7H A # A -4 2s Si A4 38 F4
7 Ag F, A $E~150-
250 mTorr
J WE Wy A 2s
8 N. & F5AA 987 H4 | 6s Nz & 5 Ipm
9 W78 714 geesgr] |6Bs A &8 <1 mTorr
10 NH; &= 24 5 ot 5 5 Torr & 4 A,
NHs 5 100 sccm
9 N:Z 7547 W7 A4 | 6s Nz 5 5 lpm
10 HE7|E 714 4Hergr] |6s A4 ¢+= <1 mTorr
1 H.0 57] & 10s AH 5= 30 Torr
12 N, E F5AA g7 H4d | 6s Nz 5 5 lpom
13 278 714 o2 ey [6s 714 <tz <1 mTorr
14 kg7 SR E A E A7
& B, avdHE AE FAE 27 MM 2 @A 3 WA 138 v w 6}9,%} AAE dFE 0.27
A/Apel 28] Atelg & A 3 1.589 24 A& 7Ho. A IR AFERS daL, oe & 1
AFHo]l k. = 18 S "Eo] R Si0:Colar, 24.3 %4C, 5.0 %N, 41.0 %0, 33.6 %Si<] =S A
e s BAE AgE A5 34 HlA e HEE7Hs3 524 ol FE ®= 0.01 A/s WRke] WERS 7}
A
AAld 12, B4 389 Si 3 259 €4 ALD S 2 & FF FUIdA Y jEEA 9 ojdd
¥ Vel 71AE 34 GAE o] 8354e] 300TCoA IdRYol & Alo]Zd dRolnn-FlR At 1,1,3,3-HEZHZZ

ELaTdA N ERE AP AR e Th GRS SR, 3
% 39 ol
%

shgith. ojde 5
2o 24 A4 B FAY W & XA Waslel 3.
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3 XII. ALD Aol 2 9 &4 mhejnlE

A A Al | =
1 Si 719& g7 = A Y
2 78e adHE LER 1Y ~1-2 A 7 T = 300-500°C
3 A= M 2 % (s) A5 AL F7HE HE
WEE 5
4 Ao|E Y AR ATA £ |28 T & 3R 14
32 18 Torr
5 Ato| 28 FtR A A4 4 2s
g
6 Afol el IR A A7 59 |25 SidTA 38 79 &,
gt AH 9H=~150-250
mTorr
7 e 2s
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9 HE71 8 714 gEo R g7 6s 714 ¢+8 <1 mTorr
10 NHs & & 245 oFel S 5 Torr & 2 A;
NH; & 100 sccm
9 No & r&Al A ¥e7] HA 6s Nz 7 5 lpm
10 E71E 7|4 fE LR g7 6s 1A er= <1 mTorr
11 H:0 5718 7|2 5 3 A 7E AW 3+ S 30 Torr &=
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[0199] FEXV. S 9A B e efulE
A A Al ZE o &
1 Si 7] ¢-& 7Eg- 7] o] A
2 7|38 aEE= 2 e 1 A|7E T=2300"°C
3 Ato| &8 ZHRA® ATAIE 1% (s) A 4#=3 Torr
&7 = 75 371 5 87
%121 14-18 Torr;
Ar 5 =500
sccm
4 Aol Fe] FhR A gk A A H 4 10s Ar = 1000 sccm
5 NH; & /27 &2 825 25s NH; = 200 sccm;
Ar =500 sccm
6 NH3 ¥ 7 10s Ar = 1000 sccm
7 +d H5A St &0 3 5 300s Ar = 1000 sccm;
Eet=nl AY =
200 W; 13.56
MHz, P =3 Torr
8 BHe7] =5 EH S A E A7
[0200]
[0201] S9EE 5 FAE 47 Ha4 T4 @A 3 A 62 gE wHES So, 'A 78 e, AAE =
22 1.82 g/cco] WX, XPSol|l ol =AHsE= A$, 29.5 %0, 14 %N, 20.8 %C, 34.6 %Si, 1.1 %Cle] =4 2
84 WPl ZAEE 0.19 A/se] &4 APES AT, LE T 28T Aa FFE F9 I W@
=2 7hedol fle AeR Alsdn
[0202] AN 17, B4 =39 F42-3 29 @A} 9B (step coverage)
[0203] x4 IJHE AYe Si dEstE oy Aol Al 100 Z1AE wpe} T2 Ate]EE TRyt AT
1,1,3,3-HEHZZZ A ZA| Z2FEOZ RE f42-8F ZES SFAAY. 39 IJAHY 72 I = 1
wlo] 42 | & 10 mlolIE Zol& 1:109T. wHe X 33 WA 3¢l EAE upel go] FAL AR #An A
sloll AR FHE FAEog o]Fofx Aok, TW ¥ A FIWE Zao TAE TFe OFF ¥2)
Ay 3bell =AE R (F37H) 9 E 3cddl TAE FR (B W) shollA 1:10(1nfe]AE AT) o]
k. @ SEM olr| A= A ~100% EH HEBS BoFE Aot
[0204] AAld 18, A =38E - 259 ALD T ot ek 1 A
[0205] 300C 7|# X0 EE ALD Alo]E 2 Alo]|EE] dz7tHAS A4 1,1,3,3-HEGSE2 A Aol F 2
g, dEYol W B34 ZghEel 1dd WAE o83ty AR BES SEAIFEU, ot dus4d dE
A7t A=t 22 AdE dEe 54 54 MAANZ = dde S 45y, S dAE §r] B XVI
o AF= Ar}:
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T4 F, A 4
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15 8- 7| 2 5 e S A A7

895E= dF A ol27] g FA A 3 A 145 o3 WESIsit. A HEL 1.569 =4 A
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F XX =& 97 9 4 e E
T AT TE]
1 Si 7|¢g We 72 A Y
2 %S 2HE LER M 1412 T=00G
3 BTCSM A TA & W72 fr 6 |1 X (s) B9 $+¥]=3 Torr
| = 47
ot 14-18 Tor;
Ar i+ = 500
sccm
4 BTCSM A 74 H 4 10s Ar = 1000 sccm
5 NH; 2 -7 2 75 25s NHz = 200 scem;
Ar =500 sccm
6 NH; 34 10s Ar = 1000 sccm
7 e e s A e 300s Ar = 1000 sccm;
Zetzr d9 =
200 W; 13.56
MHz
8 R 7| Z5-E Si M E AlA
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