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SUMMARY

The objective of this project is to develop an ionized cluster beam
deposition (ICBD) system.
ICBD technique is characterized by the deposition of epitaxial films at

low substrate temperature and the broad degree of control over the crystal

structure of deposited films,

An ICBD system was designed and constructed. Clusters were formed by
an adiabatic expansion and condensation process through the nozzle on boron
nitride crucible heated by tantalum heater. Background pressure was kept
below 1 x 104 mbar during deposition. Clusters were ionized by an
ionizer, which consists of a cubic grid-type anode and a tungsten cathode
for electron emission. The capacity of power source for cathode filament
was 1S5 V, 150 A and for anode was 150 V, 1 A, The capacity of power
source for accelerating voltage was 15 kV, 500 mA. The simulation
technique of ICB trajectories was used in order to optimize the shape and
spacing of acceleration electrodes to give the best beam uniformity.

By using the ICBD system developed, SnO2 film was deposited. The
uniformity of the film was studied with stylus-method. The surface and
crystal structures of the deposited film were investigated with TEM and ED

pattern, respectively.
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oA F2 AFHo] . ¥H {71 SlojM e 222 AR FHYER
Al |22 oM WS HAE JHHE 4 U WS FRY HYSel B
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71 B U2 477t 245HI AUe Aol
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(2) F28 QA= 7|HREFE L vhE 42 FEIAY YT YA =2z
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(3) AIZ7IRC} & Y& dHYH oz Y3 olFdxe 3z} Yas
w0l 2i3te /g yicl.
(4) 43I Y2 ol X¥ Y2 Al HFHLE AH53U 9E UELL
Hel PSS 7|2 FAYUR) 71U( 2} Aol o] AF 23 Yol 43
of HAAx]E= sticking coefficient, thermal accomodation coefficient, 3}
Al residence time ¥ surface diffusionz} - HAFo| 2jste 2}9-=c}.
THUAIY |2o] WAyt ¥ oux|et WxPRI ] Ao |R] Ato]ofA e
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(b) Frank- Van der Merwe® A (F4 dAo) & 2x1€ 3 F)

(c) Stranski-Krastanovd A3 Aol 3 HFL Fle g3 4433

71&Y FA7lgol oA PP AF L VR, FAGE, FHAY 4Y W
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B71F F2 AR 2ol &3t ZAYHrE 2y nlo|aE dYEEYA
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T rtl= FFol st o] 2AIY Exle EY Y& BAGd= FHYOE ¥
TE FA =o A Hido] o] 2o 23l FEtHrl. o] ol A
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Predepositionf o|2X 5L dHAlo] iyt ECE AA8AM o]&E 4 Ut} <«
Aol Y keVe] ol x| Atefol A= ion implantation}o] FFZ2 JojL}A
dch. Y|zt U2 HolAM o] FE 7|ute] Edo] FHAIF 4 2t}
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ol &Y FFolUA= AP oM gt A2 Jrt Qlt (3,6].
(1) Sputtering effect
ZItEA L G Edo] A&l o] Aol 23l AedHrl.
o] AME P Y AHEYH 7|EAY F uFel Yt 7]gtrto]
Ado] VolFg B3¥CL
(2) §882] 2%

] 2FEL YNNG V=L JIVEH Y Al g Yot
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(4) =53 7ldxsy
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A "Brh ooy dxl: AT o7 Aelo] geme o] eEol
ground-AElo] Qi WxlHE U TIE WUAHATFE Ul R Y 4
ot oleH® Wxte AAAES FHHQ o] AAYe LujdS
ZAAATIT AL At [7].  EY o] UYAE Algsto] Hikgo] =

AAZ oz Ao zx|g o]2UE Tt A2 7|3 L= uf$ ofHrt. o
AL FZ2 o]&Eo] AME ubildle] YLJHA 3= space chargeol 7]|Ql¥trl
H| & plasma assit7]&o] YA Z W EHAeo] UojM HBAHQ T hirt
HAR|qE o] ZlgoAM o|2ES WPl AU U FElE AUF FHLE 7
d 4= Qith  ICB-7lgolM EelLE, & 100078 Bxe] Hxlo] 23t <fsA
A RUZ ©hd HILR o]&E o It ¥si JIGHTE WAL 29
28 o|&o] W Lxg T3 HER F2LEH o]2¢ o] &2 Y TR
2] ZEAAM HojAA FH& FANY EAHHE €4 4 ot A S L
e IAVIE ol ZiGolldR|d FgHAte] AUz x o]2XE E{&H7}
T keVE 7ISEE2LE oA 4] eV YT Zerth
2. ICB-%#%}

7}, ICB-ZF3}2] 2

AE A ICB-£48] JHEE 1§ 19 Ried, $3AYEE 27 &
ol Y431 E7HY UFoM 4 torrY F7]UE AEHF FUAULE.  FI= k&
& B8 AF FYLE WaEEHy, Y dwd WeHe $7= A8
o] ¥ Yo ot A E AU} [3,5]. 71X FoY 2AS
F717t @53 TELE Yane 2554 =&UE ¥/9%lof Urle Holr
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¥]= Knudsen-442] Z7A2te= Auitield], Knudsen-448 ZFFolales k& A
7, D7} axcl 2ton Z7]L $50] ¢ molecular flowHERZ A orificed £
st FE&drh.  E7h Y oY, Pot E7hY whe] )1, P vl om
A3HEgol glo] S5 JNAYEE Hdtd FEStoF ¥t BTAAY ICB-4&
£ 0.5914 2 mee] Z & Zte et AUHYY FuiE =& et
& Zo], LS B¥ L/D7} 0.5~27} 5| F AMAYcE 7 e &L vzt
312] 2t 2 olfire k& ¥HE melA BAFY dBol dojuM F718 EE
< oA 317] wigelcl. ZZe kFo] #19 AL UFAIE v k&Y
Aol W& W3 J|3te] FLE FAE JHeshA Rt 2 FHAES 714
st UYL && 283l Zo] H8Y 4 AUttt [8]l. =/ X Toe
HUdhs F71¢el &3l A=, O 71dYAS A7tz Axsso &
g 7 alo] drt

Ze L8 E7HY flo] AR o] 23pHT AlARloA A=zl FZof &3}
ol 3=, 71 UtAQ Fely o|2AF AAKE AP EI A S4B
]l F¥! rvj=d ok ulgoln, 2 S 2llg|: Bayard-Alpert ionization
gauge2} FAPSICE o]yt FeEle] FYHAH o3 AT &2 o] AES
2t ZLeE oA QdrH9,10].  AA Feiy FolA ol SeLHY
Hl= o] o] it AR(L)F VHAIA 2EY 4 AUrlh.  oF &4, i
kFol tidt o= o] o|HH LI YR HHri
7134 ol Ie= 100mAc]A 5~7%, Ie= 150mAc]A] 7~15%, I.= 300mAoilA] 30~
3% ez BuEgct [11]. o] 23l iyt Aty FEHY Ve EF 100
ol A 300Ve|n| Z LT e o]Z3to] oyt HatY HAUYA A B EA
of cigt AKXt ¥ ZAeg RIsdc} [12].
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e} Vaol 2J3leq ZIGEH, o] o 7|k JiGHSR A2 AYgel g 7}
538 oLy o] &2 o| 2R &3l o| 2 HA] UL Fe|LE L A
71%te] &ML ol2HE FLHE JGAY A3t SFAYAE TL
e W 344 SLHE B 2&& 33 YEHE 2o AT
EEAURAE Zhsth o] 2P A YUY AFS € VRt FUYT F
=< €ad Fa3ivh. o2y JAIXL GAFL widE F4 AA LA
A3 g 4 orh [13].  FUY 0|28 PAk: o] XX 715AF Alold
ZUAZE AYSIAY UHol 3314 LFAIZE 718l UE FABIY d
ARH o T dojRict
L}, ICB-F2}3kA]
of 278 ICB-F2AX|7t u]F2t d8olA F&Eglct [14-19]). )=
H] A Aboll A A 2L cEZ Q) ICB-H A= ThF ke GA|AHE o] &3le 150un2] 3
B& e 7)%be] tidte] Cr, Cu W Alo] tiRl FA<G X7} 50~300nm/minZ7}2] &
ofld 4 At I JiEd 71 JEH ICB-FAFA = A3 2EHAL
& Ztal olt} [20]. o]y AARE FARAS A AT A9 A
A }PE A3 FARAE Ao YepA ¥l EEL IB-44&
2 Hit Ho] &3ty THFEHE AAFHAN AHLeE FAAAH 4 gt
Tt Y A &3t ICB-F 2 HTHE of g &o] ¢lol é_ﬂ%ﬂolw o]
Fold 4 ol
TFe&S 23 v =71 A28 29 U ¥493i0 1 ol 1§ 2
o] Uelwict [21]. o] AJARES Myrtd YAl AxFEo ¥ JlE WS
Ayt =71 L& FH3A 2HY 4 Art. 37 30 2 RAFP olF
Ze&EH Y AARE £ Ee]¥ IB-£2F 2= AAE JigE At [22].
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Z:= 24 ICB-£4F JPH3os FARAE VWHAA Y 4 qrt

AtEre, s, #4338 B ¥HEY T2 HYSAE = RICB(reactive
ICB)gHLeE Y 4 ot o] oM F22 ¢d¥o] 10-5~10-4 Torre]
He W2 4¥ge A 71A £917] stelA o]Foir} [23]. RICB Yo
Ze BH F4 shte Eet&oirl ol Fo] YU YYPRA JoAs BEHA
U the Zdd], S2t&nke= vigh g3 Jighe) WAlEALS € 87 olUzEl o
UE Za e dAe] S50l 83t S48 & mt3AZch. RICB ¥y ©of
Aloll ICB-A A2} microwave ion sourceS AFE3le] Ex]of Z2tA]7]:= vlo] 2
<ol s Tt [24]. o] WHolAM &= WEEAE ZIA| 7} microwave o] &AAo] £
St ghgol3l W2 Uz whd o] AtelE FF¥rh
3. LU YA}
7t YAPgolEY A

ZelAE 8 B U=t Exte Ate g 71 A2 FIlu MY A=

E RE A nHZAEolt W&o olE2V71A] YW HHY A E XX
ch. S48 S Hye g dA oA WA x| ZSAE e
slolA 7t F23 FAH Y dhvhe nfE Y FAejdlAY AgRolo] B Aotk
7H ARt -] RdoM e MELE Aol nAHRt WE Ee BAoAMY AF
A 2] ol &3t Liehdria 7T o] BHoA HojZl EHojMY ¢
YA BHE LA FLEL EA A LS ABE ¢ Ao X
A YPgolEel HIHA "Bk YRAQZolEX Sy WY AU U
ol AdolA 71 Fat YAFY 2RHE 33 4o Eetlch
AAYH YR Po| 3 &5 FelLE P BHAA & o] SHEEHY HA)
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o] o] AR HAER K QBAAAM S 2HL Aol FI¥rL
S LEo Uiyt E viE HIL Y=ol 219 2AE ol &AL, AEA AEAle}
22 4 & ILeR yystes Zojrt. olyt 22 Axte] Eajo] AF A
Langevino] 7}AW A FefZuolod JEZ 22 o] 28 o|FEE P37 43}
o Ag ALt [30].  FHE LY YA PBAFS Mayer [31]o] ]3]}
A =L Bando] &j3te] WHH FAGAA HZoll &3t FH3A c}E 471
oith [32]. o]EFox FHIA| FAGYAQY WIS EAEHY AVt F
S YA ofe SA3A "l olFo] UFol tiNAA HEe &
28 Y Ad¥Hol AN WEolEo AT FHHAA HAIWHE ALY HFHHL=
A1-g3t] 43t o|-f7t |l

Frenkeloll &|3lcf WHE|7] Hol WHH I1H Y do|&el= F7IAY F8
AL . 3F 3hue o] o]&o] HAgY EUAYHIY UE T A
A& AHEUE Zojtt. 4 EUHPY o FHAHY YRHYETE Il
233U UL 3ted FE4LAEY U ol Edo X322 iy
o] S Aol HIAME} tiETts A Jddict. 2R 4 o] F
< P& Zc SLEI FHY Y FHL] FAAFAVR e} B2 UL #
<the 22 &3 drh.  JdHedx EF3la 13l YA§golE2 A2 Ry 9
st woj® HIAFFZHE FYsted AHEHATL olgjt A&
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capillarity approximation o2} ¥t), o] FAo] iyt AT @ FAFY
2l o|&& A &I HE 4 orh.  tlE shtes o ASHA =1o] HE <A
EA FeLEY HAZ AFL] AFolyR|ojtl.  Lothet Pound= M|7Hx]&] <l
2Hg Ll ¢FE o|ES A UstHr} [33].  olFL] o]|Ee] mEY ¥
G571 - YAPdol ol &t ALE tErT) 1012~1018u] Fx v At}
o] o]&o| AH7|H F WS =’to] wgtoy A H|EZ Yol vlasr]
sto W olo] EaEglent AFH AES x| X3tarct [34].

1970 dcjo]] I&He] 2HELY f840] molecular dynamic simulation
[35-37] 2} Monte Carlo simulation [38,39]%2 Al 3<el Bwlo] 2% 212 &9
28] AlgEoldE B3l TR E9YH HAS XY 4+ UA FAcL
ol ALIES tiut 100718 WxloldtE Y 22 FYLHE ozl HE
¥ 4 oden WA FRUAS AA[AY F&71 AL SYLHAE L%
siche Zojrt.  ZEelAE Y 432 F2 EHFH2} L6 ATo wleby
Mot 882k, €848 #d, €83 8 T ¥ €49%3U 4ol 9

AM Al FIE] AlEdE ool ¥ o]yt Al A ¥AP/do|Eo] 2%t
22 gel&Eo] tigt 3 Fo] olaE A AE Ml ol Al Yol E
& AYA7Ieie RRY A7t Jldden [40,41], o]2{gt Adte] 21 AP o]
=2 & A3 ez zgEedrh. oyt AR AL Fe2HY €9
T g3 iyt Y2 AlFEo]do] JHett FF AlARe] t3jAM qlo] &£
BE 4 deng AAL A&l SloAM YPGB ALE B3t dooles thA
Efo] 52| ¢ x| BEr}. UH 3AH YAPgo|Eo] AA HyAHPALS U
< ZAHA A3t AeR Jicf¥r.

Ll SelAg g ud
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o] Eof &3t Mgl s3] ERE o] o] EIYE S HFE + o 4
858 shieltt. o]yt Hele] FelA¥ F¥A4-2 Herrmannol] &J3] RS2
H}gt Bl dollA] “condensation shock”Z# 22 E ¥ ¢lon] [42], Oswatisch
7} 8 Ypgolgog 3t [43].  Kantrowitz®} Greyol] &J¥ RXSK
EENY IRE AFAMY Z2H HeY Ao Uy EdE nlAsidch
[44,45]. o]&8 ZXEH =FHE T £9 & Z= 175 EAEES U
7l 1% Zojglen ZIASEY Ao ulEFHE 7= 5= oyt
O 2 o8& Ze £RPY WA A Becker?l L FEHFAEZ HollA
SEPAdo] YojLt= g wAstATt [46].  kBZWolMY S3TUAE Ao
v o3leE Al Fx|olE LR UFHAL L S84 HE dREAL
71t gl ol FaAel Felof iyt AHto] ol thE HE [47-49] H
S WS dF2bgo] 2552 S LH Lo ¥E SeAy e FHd @
3t AFol ¥nlE ztA =k EI 1960dtio] 1A APMolEe $£H o o)
Y =R 4, b, dF, 0|4ty ®rA
Fsee] BY A7 FIE AT 284 P2 e FaALe
1970 dciof] & ol3l= 7] A|2}31% 2 HagenaZl S|4 e b3l gas
dynamic property&& 483l scaling-H2& WAA|Zic} [50,51].
th. 2% 82489 g4}
(1) 18 Yy dolEx F& Fel4H

oA AFT vi} Yol XFE =FYUL Aol AMRol oA diF-E
AgE e, Solut #718uit T2 AAge] R M T HF AlEx| 2

o 284 24 ZeAH0| BANE AL Bl Atk ok FEF7|Y
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A YRGo|SoM e w2 ERFY 05 e AMEEe FHS SLHY ¥
BoSE7 HE AR A3t 352 B8 ZIAY QAR uff w2
odtE 7R BR 1 YA golEo) &ste] UetstA A Iy 255714
& =Rl Rt ATt S FejLE ] AL el ¢t} [52]. A&
22E Z5F719 B3] Rt Hill 58 Axlel 3hd dze 2452 &€
el A E B44Y 4 AU £ 2] XEdjr} [63]. & F7Y k=
sixto] thit Merrittz} Weatherstond] @lto]l 2]3}m £o-FajAe] ¢l
oY Aol &3 qio] ghgold 4 it} [54]. TR oM AFEH AR
ol FI= AXE Zoltl. AAR 1F YAPJo|EdM Y YPPY&EEE &
HAPE 2EZ e U /T ol ©edtA o8 ¥ae ohlrt [55].

3B IB-714e ¢34 2718 234530 ojste 100~2000702] WAt

= O
‘ﬁ'
=49

mlm

T8 ARt S LHE BEE e S AAYhE HolA ¢ F53il
ICB-7]&¢] oleiyt A& FH3IA 317 95l 13 50 S5 SH2HY 9
e FYSHe] et 2def Y3t F&-FelAEe I Ao wely A
A AZIRZ E2REed, e £40Y Y22 245 E ¢ 3 S84
§ FAISIY Tzl Xold 24UAEAN A A LEE 23 ¢ 2 ZAHo]
i APHR] 25 M2 &34 dZE 100~2000718] Hxlg A ZaAH
2 A ICB-7lgolA gtEolzls H53 dgoltt
(2) @A oz HHPA FoMe] 2 F&5-FeAH
olZAl, AakA], Al T2t 22 A2 ZYPAEHE YAE PEH ZAH
B0l Hof 7t &ddoE Y 4 gk o)y SYAHE 3t H2
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History of Metal Clusters

CLUSTER SIZE
(atoms) 1 2 3 5

11 110 110 1ID 1|0 .EIJJLK
YEAR
9% IMOLECULES AND SMALL CLUSTERS ULTRAFINE PARTICLES |

| VAPOR PHASE
1930 oplical microscopy GAS EVAPORATION
Bi, Te, ... Pfund (Bi biack)
1940 electron diffraction
Cu, Au, Ag, ...
1950 KNUDSEN CELL electron microscopy
mass spectroscopy
1960 Kimoto, Kube, Ueda
LARGE-SCALE VAPORIZED

Robbins, Leckenby, Willis
1970 ICB DEPOSITION

Sinha, Schulz & Zoare metals, semiconductors

Hermannm Schumacher, Woste, ... METAL-GAS MIXTURE

alkali metals EXPANSION

1980 Gote Cuy Stein

METAL-GAS MIXTURE EXPANSION
Sattler
LASER EVAPORATION
Smalley

organic moteriols

O 5. 2% 2 Al

32
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of &AM FH e duiE FEHEEAEAN dFHATE A4TY 55719
A ol3|t 32 F|AE Y Exl= oju] FYn|F o] ¥t Aol A 1930l
gt [66,57]. EZF HxHHo] ¥ o] EAIFHY HAL Aglo it &
M o|Fo{Zlc} [58,59].

1950'dcliol] oje{¥t 22 FeAF o iyt FIFHEAol vl BEsAl
oltl. Knudsen-£AZ FE ghEel3 F457]d oyt FEHLS 32 &
o] dHYHU FA ¢BAEE BoErt. o] Ao uit FYY =¥l ¢
txlglct [60,61]. ol AFolA thRold A2 FeAE e URE 128 F
3712 493 os HPMel slenm FHF7| FFH oA = o™
dsol gt
(3) Zo|A S%59=}

S48 488 £ I A= 2 A7 10 nmoljA 1 ol o] EE njAM¥t
F4YUxtelt. o]l&F2 FE HAMEE FE Ut EzelM FIH AL
n[HIFSELS €& 7I% 43 d WHE TS HHLRA Ul 3498 W
& ol FZwsl= 2ol 1930390 Pfund7t o] 7]&& o] &3t “bismuth
black™& &3t e [62,63], o] ¥goll &3t FHUALE] FFo] FumolA

Aol ol2& 2g WE 4 gtk HAAGu|F Y Y olAF&URY &
5% XHFZE oA st [64-66]. o]y S5UAY A7 Y EE= 2713
542 daieolas HdolE £ gt ol A7) 93& 7Y Mty &
njet 2 W Fobol AAYHoR F&o] JHe3ER XnjAM FH5UAE 2A4¥7I
gxofoll SlojA nff- FR231A Halcl
(4) 22 2<% 28 235 =&Y

1960\ dcholl ZiMziT e XS4 SeAE YUY WS XS4 5 FeliH

Holl B BAHE of7]AZrt.  Robbins 2 REHKLE HY Na-F7|0lA
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Na-Z A8 o] thyt AF EHE 73t en. o] Aol 23t Na-ZYAE &=
870 7}x]8] Hx}2 FAE o] it} [67,68]. o] diFe] FAHL o3} sj&o
oAt 25 FeLHY o]23 XM E T3k Zoldrt. dHe olFgAY X
S4 W MRS ol B3 RAl:= Gordon Sofl &)3te] 1971deo] B aE A}
[69]. 24 Sel2E YoM Fujde e FAEe e 5 S8LHY W
Hodeloll fyE Aol [70].

Takaki Fo] FUEHE= F5 el ol £4F /YUY 22 197234
[4], ol&°] A&} SEY Ry L& &35
cigt 24 28 E WEA ¥t FuFEe 2
SolAle Ee4EHE 10007 B2 Y2 TG ol BFF/U £ 2
=% e F5 YolMs BHo| HA Y& Zolth

FUE F4 ZeAE 222 e weld 224 24 Zei2EHY Gy

g=tl, Woste 5 A2 d#e| LY AXFR ¥t JF

A AFXE AZBl olFo] £FF F71Y XSF Wl &3t 107 B =S
JA2 F4H gLe]-25 SHAEHE ARt en, F-ol3s AFEHIE
ol g3t FAAHE BNttt (71-76).  o]gt KA AYEo| BE A7
Sof &t BIE|Qct [77,78]. Gole & 4% £718 X% i 9
st FAAE Cul Nag] olAe} AMRYAME laser spectroscopy® A-131oIT}
[79-82].  ICB-7l&oll &3l A2H ZeAF o W3l olgidt A+&Z 7|7
Sof 107§ 28] A2 P48 Zof Ex3in, £ 2R F & ALsias B
- dH2|-F52] SelLEo ¥ Aot} [78, 79, 81, 82].
(5) Gas-assist 7|gol &% 24 S AHY

ZolAd F4AtY A zo JAIFWIES AE3tE YL 35 S LH

2SS =FUE ARt o]&¥ 4 AUrh. o] JlgddM FFE celld
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A FUEI W2 U4 B ZIAe EYF ZIA tEe] 13T ¥HL
B SB"E H71A ZIAY 9ES 948 F%L 25 5718 58 =
T 271N S {3 FAlo XS4 AL Ferh o] Jley FHLS
2H71A 8] 23& WA BREN FSARE CIYA 2-E 4 Qdrie o
Cl.  Stein-252 AR Ao 2}t G« Fe|LEY F2F G317 3o
ol|¥t Bl F& Fo{LEH L£AF JUSIHrt [83]. o]Fo] YUY LA
2,000~10,0007) B HAxE Ze & F2EHY 2SS =&US UHEY
Hew, FzIFHo] ¥ o] Y3l F gej&
717} 5,0007F W=xlo|3t2 ZHafo] wietd F2 Wol7t dojupe AME ¥ol
gt [84].  ol&8 ZAe 2ujAM F5UAe} S 35 14 Atoly BA
7t 37 B2 HAxZI 0] Et= A AR

¥HH gas-assist 7|gS A3 LR 22 Y LEE AF3t=do AFE-E o]
gom, 1978d0f Knight 5 Ar-7}AZ A ZF 1~1007]8] €=xl2 FHH K-2
2| £ B 2] Stern-Gerlach ¥H (=t 27| RRE] 7|Q1sl= 27|33 )& K23}
At} [85]. Sattler 52 gas-assist 7]&ol &3l A =R§ 24 e|AEE
time-of-flight AFEY JZE slFdtu, £22AF A olYAldN £
WAxIZ FA4E Bi, Sb, Pb X In FejAEo] ciste Tasiact [86-92].
Riley 52 107} =} o]3l& FAH Ag, Al, Ni, Cu ¥ Crz} L Uyg24e

S AE YA tiste BastdTHI]. 2o AT = sl gul

it

SELEHE 7HssHA ¥t o] Wl AR LAY Al 418 4 3
71& Hojrta] Xyl

4. Ionzied Cluster Beam(ICB)-7]<2] A}
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7t EelLE FigolEL uA

ICB-7]1&2 ¢€34Y 2% 330l &3l 100~20007] B UAE F
AEE & §84EHE UHESF Adthke oA F53Ich. 197290 Takaki 59|
U4 FeLEH o]24AAFE AU Hele &S Bl st BVEH
£ oliA = AYAel it 2 A1 E Adlae F5F FeLE R oy
ARE ALY gldch 1970Ach Fubo] ol28 F<4 FeEAE Yol tiyt AdHo
ol-¢ s 2YE 7] AR ey S A 27171 100~10007] H=EE R
2 AHyoBL o]EHOE ARFHA| alrh

Takaki T2 FU3% SelAHo it F471F& A9 L HIolu
[6, 102, 103] 7IAf-%2& Bl dB3tdct [104]. gy ol SdollM &
23t vl o] 1A Yol el mEE T EIYYZ Ze F48 YLK

v 33) doerng FuIFse SeiH Aol WS =vtol Aadrh. 1983
dof Yamadal: A YPHo| oM EHFY dile] EAZY L 252 Ue
e Y4E YR EGEI JeERIEE olgigt Fo] WagdSE& 2| H3lsict [55].
2] 2] AR Alate] 3t 24 F71 BALAHA ZIAE Kol 5] ¢ 4
& 4 Q= Ao velutch [105, 106].

Takaki $2 time-of -flight APEHE F3lq FrIt S5 S LH 2
EA& AL Z ALsiFon 10007) B2 W2t 27]18] Po-SLH T K
o] sixte] &3l whEojzcin Ru3tdr) [6,102,103]. ol Ag-FAH Y
A71E AAIA oy EM72 &Aslgon [11,104), EX retarding field
energy £ 22 ¥UAct [11]. F ZF oA S 7= SHLHT
o} 10007] ¥AIPEE EXEF o] 9oen, = 259 xR FS 29
AE PR3Pl A EINA] U= AL YElUTh

284 BN ATHE FLU YA FUFS FeLEY GEE
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rie,

3o S LEHE FHANAA FH3ATE [104,107]. o] H3}of] 23iA
282 = TNV 2ET S7l1E4F F71519.2 1 gas dynamic-o]Eoi| A
FoR e HIAUAZIA A5t SLE UM ol2HH YA FRule
MolA o] 2H{EF FolAU T &olA] UsE W FASEE vlaste &7
stdct [11]. o]28] uj= o]3of tiyt BFEF HHAHAA 504 30x7t#] H
Al 4 gt o3yt dFE Tl FuUIFS FERLEUY 723U 4
AEo] 1980 dch Xof o]3)x] 2.

2ol Ag-FelLEo] Uyt BAHIF o iz E4=2 [108,109] F2H &
2 Ao TRt TEMol| 2]t o] 3 R E ¢T}110,111]. 1982\de) Fi
& SHAE L] LR FE 4 0] Northwestern t]¥e] Stein 282} 50T £3x|9
t} [112].
Ll ICBo &jjt wt3-2te] W

1972dol] 7" olef ICB-7|g2 TU¥t 4ue] F 3o o] & oldton,
FAANZEZNE F5, FSTUE, 4 ixA], FYPE UEA, ANHE, 2y
2, ©¥4E, S3F U /78 § U2 FH7Y EHol AEHAL diazmed
ool 3HEo]l dhie] FEAHo|R £AAF WEOF yhdHo| F&HUHPE
AtE WUENE F9dL Uyl thF LBl E £AF ol &3A FAHA
ch.  4hE8-ICB (R-ICB) F3olA o] Folix|e} ¥} HUFE= 4H3
g, AYE Y ©HEY Yol AAHLE ARY 4 gt

ICB gAe] Z7lo e 249 FAL ICBoM Y F2¥ 4YH7F+EF Y
Elviglct. Si-homoepitaxys= EY o|23H F ALY LFAYAY AE
Bo Erl. FoXrix ICB--7|&ol &}t shallow ion implantation F 2}7} Cu
2} Pbe] ZF2tollA LiE}GiC [102,103,113]. ICB-Z2te] 713 Holjt HE o]%
azt, & FAMAY] FHHAE FYUThE Fojrt, o] VAL ufA 3 ol

A

i
1)
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Au 2te] ¥idolM UEelhdct [115]. o] EFE Ue e ZlgdlAM UEhY
= ErlE F23% A sputtering A3 o] 2o tiy JI&GAYE HFE 8}
o 2o FALEEE FHI2SH BHMZCE [113].  Sputtering A= 7|
2] EHS 7o dt=u 7|4 ¥t} Si homoepitaxy Btoll ti¥t Rutherford
ickscattering spectrun 22} 7|3t xlo]2] AHo] E¢Eo] ke A& Ho
ZT} [114].  ICB-7]eol % ZAY FAFY Z3tes BT Ag 4FEY 27
A A TEMH ol 2|3t & 4 git} [110].

gejLE o] ol ¥t Ijel &3l FeLEo|2Y T2 AR
912} 2e] FAE 29st=u uf Fasict [6,102,103].  EZ o229 M2
& ut-7|gte] AHYE JIAex [115], = FSUEE F7HA7I9 [116],
2He o 7ol A4 %E wEs ot [117]. AAHA 8= ¢35t
ol2|¥t Y Aol FAL Siofl WS Ay} g oT P Y ohmic contactF &
=o] Z2}Fo|m|[117,118], Si epitaxy e Hall o] 5% & F7HA|Z]=dl T3
olt}t [118]. olg¥ 1 F/4& o| &3l Si photocell®] A|=o] o] H 5L AT}
[116,119].

43 W4 e o2 IipEuteA e F5tEyEel] iyt S30)
Al=Egdtt. 1977 d0ll InSb&} GaAse] ICBoY &%} epitaxy7t R ILE|glct [118].
24212 Q) MnBi® F2|¥ ICB-4&4Z F¥ Mn3} Bio]Z8| FAISH 2|5t T
FoAtH120]. E£xE UEAE EUIE TS HYSUEATL vhE 2L
Bl &AF ARE3le] 19829 FE RlEoA L dlom ER o]F2 XHA F2E
ICB-7l<=ol 2|3t wlEo{x|32 Qlrc} [121,122].

R-ICBo] &3] A Lo nt5olzxl ule Zn0EH o] 2B optical wave
guide®} surface acoustic wave T]ulo|Aef o]&Hr} [23,120]. ¥ R-ICB 7]

=2 BeO [123], PbO [110], GaN [124], SiC [125] 5% ¢ 33&ES S35t
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== glch ERE 43w M2 HA] R-ICBY &3 ghso{ At
[126]. XSd& ol 83t SlojA o]2 A3t A3tE nlF TR F2
57424 9o] {2 o]2ItGAY AT AHRE 4 gltt. o] JlgoA e 222
AL F5 oL £240 G 7IME ¢33 microvave o] 24AF 2R
ROZA o] x| EZe] Z3lof AojA o]7|go] 33| T3t A
& BoErt [30].

Chs4aAe] ICB-Z 22} R-ICB 7|sol HolA o232 iy 7]
o S A5 w2 FAEE He= MR Jgo] HesiA = 3HE
ICB-7]&2 o] Tyt 5ol st=ct=e Aty d S Y3iMe ¢
] B3 et BAE Ze 4E HRY 5 AUrke RE RoFey 2 4
22X Si 7|ehglo] ot AZolM e Alg] FEolth [127]). Al-F32Z mpol32
2 JUEEZIA r|nlojAolA contact} intercontacto]] YuIF o T AlRE]| o]
Sth 2ol Al-2 TldjolAe] A 7|7} Aot e wieta] @3 ¢FGolM &
Aol slom, o2yt A= Al A FAHo 7|dsts e A4S R
th. 2 EE AIZ ¥FolH tiFFRE AHESHA| dalAM e HAER o] &5 A
el et ICB-7]eoll 2JyF Al-epitaxy %2 U8 {4& =HUSHA F
AAHF U AMEE ol TIeditie 2& RSt uleiAd A2E tju}
o] AE %|%} metal/insulator/semiconductorE R epitaxy-5L.8 Tl = R|%E

7t # 2ol o|F x| oltt.

[CB-7)&oll M AlZo] LED gl Hop= §7)utute] Hzojty, Ey)

=°] vl F71E MBI Ze 718 2 BEES 4 227 2 2A Y 2/3 7
< Zethe Zolrh. AR vt A Al i wd A wiwel
7Ig AMEe Fr7IEMEEME FI2ol A8E TS 763U 54& FoHAY

NI
2= olt} ICB-7}=o] 2l% 2|2R2] 7|8 S22 198240] anthraceneo] ctj}}
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Zolt} [128]. o]Fol F=2 A=} tjulo]io] o|&Y HAHLZ o [IzRY
ICB-Z-2foll Tyt A7} o|Fojzlen, 7] Sel2HY F4AE =Y d75H4A
Cl.
Tt 5§ ICB B2 7y

ICB gA}e] A3t B ZelAy 4AAE Osaka Koon Denki Co, oA A RF]
¢1 0 [20], Fol World Engineering Co.ollA ZE¥t A== dc} [23]. H|& &
U Jidel 4Ast Z1RFHA Zu7t EARASAE EF3I FuH| 2 o] o]
ulzld o 7lxle] Helz AREArh ErhlE AxIY FEHo|U A3
2|3t 71d& 3] FeLEe AR FHo &3l o]l 30 cod
UBlE 2= polyamide #lo] G332 E CuE FAY 4+ Ue A€ FAHEAIL
AAd =g} [129].

n|ZofA+= Eaton Co.olA 2|2XZ Are]-8 ICB AM|7} 7=t [25].
o] Bl AFFoM EI/NE 2BY 4 2 7|F load lock ¥ 4 Slt}.
ERF o] Rl AF FREo 3 AojHrl - AEolMe A& ICB Fu|&
Mitsubisui Electric Co. [22], Nissin Electric Co. [23] W ULVAC Co. [24]9]
A A ZHI UTE o]y | o2 ARE 2IY 4 AL [130,131], =
< $HSES 7R [132], JExEe] $3x 7Hssivt [133].
5. AL ¥YAFgo|E
7. +d ¥

ICB-7]gol dojM LB RES kFHoA FEHE AR S5
23t HAEE el 2 60 2 AP 2ot 4ol alepy yepdcth. =7
Uulels F71 AY 94-37 E= 342-3718 Bl lon T4
Aol s Ect. FII7 &S B3 AIFFHLE WEH o ANy o
ol 33| ¥ gFer HAU F& el Uehd B} 2 4T Yo
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LIQUID (SOLID) PHASE

a3 6. ©E BN F7)e Ao,
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Al "tk 2 F7le S5 Uyl ok Fx o] o] Y] wfE
of ZulE ARolE deH 71 gt olg¥ VAL fdZos I dIyA
2Ch  F7I7t 53] Aol B Fol &Y A FL EelLHe FE= d
2} AU £22H2] S0l st dG3 R FPHL o] (B EAY ¥
3730l flol doUER “dd ¥y ole}t Bl  FUe SLEHY YA
83 AlSEe 4%l &std 35& doUrt.  §F/o] IUH wely F7]
g SEx 50 wE HE sl F7HEM F714 Hele ¥ 37149 F
A& w2t o F3tA Hr} (C oA D). S AlGie] gely F71 dx
= Ul% 3olx|A Eof ZFo] LAY FEY 2ATEE FAYE & ey F7]
= AHrEF Se4AEHTLoE HHHLL
Ll @ BolAMY I3 ALY

HEEH FIloAM Fd HFPGAR L 1A YPPolELR
O, EX liquid droplet o|&o|2} FErt} [134]. A7|A = T U¥ P
oM £F712 AFE I ER, 719, 5 U FTYHBdAA FHLHF

st} gojubs Z& AHRolU] M AGE THe} o] FolAr [135]

Ir

AG = Nyuv + 2 Ng(ucg + 4nr2g) + kT{N{In(N;i/F) + % Ngln(Ng/F)} - nuv (1)

k : Boltzmann's constant

Ng: number of clusters consisting of g molecules
N1: number of single vapor molecules

n : total number of molecules in the system

F : total number of particles in the system

gv: chemical potentials of a single molecule in the vapor
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Uc: chemical potentials of a single molecule in cluster phase
0 ! surface tension
wAE ISHA 3H7] qisiey AV 23 178 SYHAER olFoiFitia MY

th.  F717 ol 7ZIAet 71 3hE A(1)S vi&3t o] HE L

AG = -[(uy - uc)/ve] (4/3)nrd3 * 4nrio
= -{(4/3)nr3(kT/ve)InS + 4nrio (2)
vc: molecular volume in the cluster
r . cluster radius
S ! saturation ratio, P/Pw
Po: equilibrium vapor pressure
A(2)ol A A B gHo] MUt YA AFolUR Y Zio] TE NF o)
o, 285 e EW xFoyAlo] Ak AA AU 278 UehlE
EW yoltk. Y 7o) SHAHY o uwiE A6 AR WS ety
th.  F717} AXHE=R] g uwl, FS<1 ¢ BF AcE SYHAHL 2V F
Vg4E gtz go] Fr1%th oyt ZAslME AAY FYAHI Ea)3)
2 ek=th W Z77t AEHY Mejol oW, & S> 1 A AFol= AGH}
AA Z2E AR rrojy Ao e Berh
r* = 20vc/kT In S (3)
UARX SN 2HABE r = r* oA dAG/dr =0 °] B2 Z7]9} BAY Yo
A Bk Ao AfoluRE thgat Yol FojFrl.

(AG)max AG*

= (16n/3)(vc/kT 1In S)2¢3

= (4n/3)(r*)20 (4)
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FFOR S €]

O 7. %AFH AFo o€ AGH B
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AG*= STt S7ME S 43N ol: FeAH ¥iAEo (AXYETL FINESF A
3eE BRch

g02] TRAE FEEHE Yol UXHH FIIstolA PR FHH Fol
Y2 £ &0 23t o Zo] Y A3HA "l

Ago + A1 = Ago+1

Ago+1 + A1 = Ago+2

Ago-1 + A1l = Ag (5)
Ai: generalized representation of a particle in the vapor

7] A ERF ¥l 37| go7l ¢ F7IEA 202 FEH APUFH LT UARRCI T}

g0A1 = Ago (6)

ng = n exp(-AG/kT) (7)

n : number of density of single vapor molecules prior to the cluster

formation
2.5.3 BAeld] YR ESE
LB} YB3 BAE 3= Al dgygFoes gFsiA] rl. H

BRels] YRHEEE FEE S SU¥oT HAysT g BAD o|Fo]
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2 ZeaEe] YHEE J& the3} gol Uehd 4 Q.
Jg = CgNg - Eg+1Ng+) (8)
Cg: condensation rate on size g clusters
Eg+1: evaporation rate from size g+l clusters
Ngoll A & o] W= T3t o] Fo{rl
oNg /0t = Jg-1 - Jg (9)

Ng/ot7} BAAE oA = 00] Hojo} stm2 Haatele] HAHKE J& T} A

J=Jy =Jz2= -+ - +-=Jg = const. (10)
SHEFET UHAIL HBAY EeLE W =Wl v RA4E FH
g 4 9loen ZTAF o T tizt Yol Y 4 ol
C=1¢ [ 4nr2P/(2nmkT)1/2] (11)
{ : sticking coefficient
THEGES YAHYSEGE J = 0 E983Q FHLEE L3t F3ct. =B
= XU S &E7 SAZLE AoM AR 22 ¥ A7|EX7t BRI
JISXE Vet 7HESHE YT Y YL SES e Ho| sHFHLE
AR A PRI
J = [{4n(r*)2P/(2ankT)1/2][(o/kT)1/2{vc/2n(r*)2}]
« [(P/kT)exp(-4n(r*)20/3kT)] (12.2)
= {(P/kT)2vc(20/nm) 1/ 2exp{-4n(r*)20/3kT} (12.b)
A(12.a)oA AHz] FI = & F71227 QAR S SLEo €= 2o
A8l = C*F Uehln mx|Y F3 & UA FeLEY FP =S LEdT]
TRl BI AL Uzt FAPENY s S LAHY FH s Alelg] Alolg

A 3l= Zeldovich-B|H & <elzjo|t},
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2.5.4 21 ¥AAFo| oML Iy

Il YA Go|E2 FLHE FUTENY YAV EEAN = F3] T
A Bdol7] wigol kel o] gl MEFoT ol EAEE &
Sl AE Y ¥y Gl oyt AT Ao HAR FE dojdr. Zgi
Bl =23 FAE EHR2} uFol HAgs = vi$ k2 A Hr [136].

JAH YAPGo[E QoA 7t} F TAFE Bh= capillarity TALE
FE dojit=d o]Z2 EAE Y ¥ AFoWA|7T &3 HAa R ci3fA
Rto] 3zl U FRAHeR HBH 4 v 7pRE Zolrh. o] EAE
2313171 ¢I3te ERZY S WE 7ol wield 388 4 AUrt [137].
8 SE4 RS LR HIE £FH YPigolEo] AUF At [138,139].
a2y o]kt o] 22 FelAE ] tslo ElYditie ow¥ FAE gttt
[140].

TRl £Ae A YPgolEol FLHY o, IF U AT YU
it 87t glth= Holth,  Lothe?} Pound= 4 EH Y o]yt 3 Yo
¢ AR 383t YPPSEE A4S FESIL U o] o]Ee] &3ty ¥t
Gx &= Dol Eo &3 ZKHcT) 1012~1018 3= ¢ Ac} [141]. I} AP
A Z3= o] olE2 Y "ert gt [142].

A sl 24l YRZSET BALEY 23E /M3 freEAThs 3
ojtf, o] 2ZAZ # 3UH cloud chambers} T2 AoJA wEFH 4 2t}
a2 qhef o A2 FA3HA| S sh= S0l i = A4 glEo] doldlr}
[143].

olgigt tHolx 3L M YqPPolE2 U2 AEAINE # 43
o o] PxlolA ZaA2E HAHol Ui FH4HY Hrtol o] g Ak
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ALFLE

41248 A

1. ICB- A& AX]
71 AF A&

w AHol AHEE F AL8S JIAY HAE HE (IS4 & # HiF =
(=542 Fe5der, O i JFEE 1 x 1075 mbar ojtt.  IFAHE 3 F
30 cm, ¥°] 40 cm ¢] Glass Bell Jarold, port:= BF 77lE FAEo th
I3 8ollA¢ Hio| F4HY porte= F B AR H2olal, ol ¢
2t FHY porte= FH A4 JMEHel HYE FIB=  electric
feedthrough7} |GZA Xy (220V, 200A), 752 portol:= cathode filamento] A
H& Z33tE electric feedthrough7t QZAE = I L8+ 15 V, 15 o]t}
2}&-2] port Z I AE AAL) o]l&3 AAF 7R Q= stainless steel-F
& BHA717] 91 J234&F &Eel= liquid feedthrough7h XS & Ro|H, 3}
2] F718] portol= 7|2t ZjEd{ ALY, 7| LEEF &A= thermocouple,
7|2to] ufojotA AHR}E ZolF+ glEAM, W OzjE AYE ZolF= 2l=EA &
o] AAEEH ¥ electric feedthrough?7} TZE T}, 3 NFLe AT
discharge tube B! COMBITRON CM 330 (Leybold Co.) o] €A Pirani Ao]|x|&
A&t ¢l 3Tt

U}, Crucible Heater (E£7}4 7}g 3HA])

Crucible heatert ¥ty o2 & Mo} I YS o] &3l Wil Melg v

59 ARE3sh= Zo] BFo|A vt & AYojM= FeAEE ARSI $3)] 5E3)
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electric feedthrough for base plate(SUS)

crucible heater
electric feedthrough for
‘ cathode filament

Q..__ * vacuum port

: @>X
liquid feedthrough

for cooling water electric feedthrough
for bias voltage & shutter

23 8. ABAl] AAY BE portd] AYE,
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2HE BERL] cruisibled A2A|ZL 4 glojof 17| wiLol, EIRtE 3NS I
tlo] A 2]} susceptor BEfe] CH-8, heat shielded crucible heater (R.D.
Mathis Co. )& AME3lglon, I 2 % 9o LERd ule} Zr}

Cl. Crucible (&7}4])

U 3=, ¥EE, d43dE W AHES U 43 ¢FEEE Y
o|gollAl boron nitridew= UFFHE E7IUE o] &=t FA} AR 2
T v YA HAAo|th. FhgAgol Fol U HAFTEA o8 FeEl
E 7Y 4 3 gAEEe dFuuel vlxdin JdFZHge] 3t
ZIAY ZEE dFove] ARl £ F5%hs Byl oA F5F
g 317] Aol odsl] ®IY "Wert ot uAlE2EE A4 F3Y
ol 2]3ld AAF = 1600°CollA] 10-2 Torro]™ 1800°CollA] 10-! Torr& %2}
UTh

Boron nitride?] WX} 71EA| WEs s 7148 &2 AHZFHo] mlzir] i
&4 boron halide2} ¢¢2L]otE He £2x]o{2l pyrolytic boron nitrideZ} 7}
T B o2 UES Ul JIAE & F31A] don {I|uRIHE A
5t A4Z3te AZRYYS FULRE GAFIE= ZF¥e] rh 50%BN +
50%TiB2 8] &G0l =7l AEE 3 dex glen TiB&= BN} Bz dAERE
S 7HX|y o ©RRsial 2040°ColAM Heth o] EXUES U AYE AH
72 o] L M BB A AJNAEEE 1100-1200°CollA 4= mQ/cmo] T},

v AHoA = olgt A AEREE AR Sto, ¥ 100] K uie} T2
crucible Hel & BN & 7}23lod A R3loct.  o]EF wjZA oA Ay R gt%o]
SLE Y AEa FolM k&Y wolot AZ L vif Fattd, £ HdHAN
“L=1mon D=1mon & 5td D/L = 1 & 7]5}8}d] 2N LSS stdc).

2}, Ionizer (o]23¥ #x])

>0



Crucible Size

1, in. x 135 in
154 in. 7

(Susceptor type)

a7 9. XE7hY 7t BXY Y

1



Nozzle cap

' —Crucible body

a3 10, =78} k&0l AXNY WY AZE
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o] &3} HX& ICB-FA7igolA 71 Yilo| He FE22A4 17 119 Y
el v}e} ZHo] cathode filament, anode grid W o]&& |3}z WAdEE
B Y 9 2l MES B33}y 913 € XL stainless steel-BOE FA
Hc}. Cathode filamenty= 273 0.5 mm®] =JAR & FHA U Zo2A
=38 o] ZINAA =HE 71dEo] @=L HEHA =HH, o] wEIAE ¥
T 2el=0 o HFUE 718l 715A17|E Axl7L IR &3t TiGE] dF
£ 9F 2= A2 dF e FAsl, FuszoM Y= YeE S
€] F&3I, SLEE ol AF|A "Hcl.  &F AgEs 3™ 129

Llepd ule} o] AA¥Ho=T A 0.5 mme] HBAY Mg JIEWYoE ¥

o

stainless steelZto]] Y - 1 At} &322 719 MYPYoe T M= dec poer
supply (Trilectron Ind. )& A}&3}g o, ok HlojolAE HA] dc power
supply (EjZ A7) )& AFE3lq Hol F4ct.  7]dto tj§t vlojolk HYC T =
dc high voltage controller (R|A&7]3)&E A}R-3}& Tl

2. 5 AR &4

ICB-ZF2 7]a& ol &3l AZAH AlRY 42 ARY IREAHS HFE 3
ol o, Rigaku A}e] XRD&} JEM C-100 TEM (Jeol Co. )& A}&3le] arsidr).
3 A7 FYAL Tally Surf (Tylor Hobson Co.) & o]€%¥t stylus ¥WHH-&

A& ST

718 AFALFLZ Ags 3 e € A% (53T AFALEE o
EotE o, VFAol HAE BxloA AT uvig} T2 FusL 9l A RA,
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[LTETDET:
Shutter
:Aﬂede qrid
M“’M‘mw x‘*"‘“‘"‘l — R——— ——-
® {111 l"'l f Cathode d
| {11 filament
e 1] oment |7
@ —
) ““"““”“““I»*w“ — f—
@ BN-crucible O
® , ©
< Yr |
O ; ; Taj-heet O
Cl 4 / shieided heatler
1T
’
@ ; ’

Il—LJ
O
O
e
O
O

2% 11.

ICB /8 A2 =,
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Substratle
TEETT TR EE TR

cooling line

Cluster beam
screen



| | tungsten wire
sus plate (a) side view

(b) top view

33



= YeHE, ¢3F 2z g d AuES AFSt At ATAM F
3] Y ARZ power source’t WOlX|BE Ztzte] H{dof oyt A oA e}
feedthroughof A &} sealing TAleltt. &3 HepEL @3 el=7t i)
ol &3l XAEHER, o] AajFol= BF ANt ojxlet ERE AME3t A
2lstdet. R} &3 "elHEd= 10 A o] AR ZEA = JtES
BE o] FEE 9A] Aty ofx2H HAAeE SAch Electrical
feedthrough & ALAF Foll= F7HE 2l=4o], 2 o= 6718 2l=ido] a7
E T UESF 3o o FA] F9Yst] AM2|slir}t. liquid feedthroughy= 32t
7 BEA 4 2UE Fe#E U FEIE 13 BE EE &33lsen,
2o RAR]E UEO] 23le o] HFEE 79 Viton 0-Fo] IFHY
B2} HHF31A 3ty AFo] FAHEF AT
2. o] FAEH AF odF

ol A AdniE uie} o] iR ¥ o|2¥E FeiHe P el 2l
ojA nj¢ Fa¥ S Yt  wepr FAY 49 e 27 HIAMAMe
o] Z2H F&HIl 1T EXE 7IA 3 7|t EEHESF Sl Zo] YHo
th. ol & FYLE T} JtGE ] J3te] YU wizix| o] AA 2o wE
TXE 715U 37 9 Ji5ATEe] 2o} vixof aiep ZAF AL

2 o] 7oAl SIMION-Simulator (Graphics Software System Inc.) & ©]£3}
of o]ZHH ELE Y AZE olEFHLR FUAEN o2 JiGWHd ©f
¢ HAHYE A xdlsdr). SIMIONZ o2 £2F JE o2& FE31 7hGA]
71 lens®] HAE 213l JUE progranl 2] o] 2 7}{HF Alo]2] Ay £
X+ self-adjusting over-relaxationo]] A%} finite difference method&E ©]
€3l 1o, o]22] AL Runge-Kutta method& ©|-&F HAES VUL

EHN F3lgct
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3. ICB-&2} Ag

ICB-3-2F HEE 4 $EFY 3713 24, L83 24, ol
A Q) 71352t 4 TGAR oAt
7. 713 3%

Ha 3% 102] BN-E 7o) electron-beam & 32}-8¢1 2]Ate] Sn0; 4SS &
U thd D/L = 1 4 7I31 3 wld & Z= k&0l A= e =& P& 3
94 CH-8, Ta-heat shielded heatero]] $|X]3}itt. 1§l 110f Llepd & Xxjw
£ stainless steel-F& ¥o} 7 ALY 2=} AZAY ol ¥ F ¥
A3tgct. Bell jarg& #1X|31aL, 71A4 3H HIZE 7IsAlF]5L, fore-line
valveE§ go] discharge tube® 232 BT F HAUY v FHA o] a4
H Y4E E3ck. S84 HEE AEstd o 30 & 71 7tk thaol
roughing valveE golA RFAe AZAEE discharge tube W Pirani-H o]A]
E H3IEA roughing valve§ ©2 Th& high vacuum isolation valves €]
AFAe] 2Zo] ~ 2 x 10-5 mbar7} E| =& 3}dct.  CH-8, heat shielded
heatero] GZAS AU 2ZA|HA 220V, 504 FEo)A -8x]3}d BN-crucibleo]
53] sl FagHo] AAHEE ¢ oS 220V, 130 AR MY A A3
‘85 AlA Sn0z 7} A s
Ll SlAE 3 3

CH-8 heaterd] 2]3l 7[¥ X+ Sn0:E FE WAH S/ &5 Tl 1L
g g9 yamHy, dd¥y dId WEHe F7= Hdgse] 4
YAgol &3ty A E BA4Uct (3,5]. 7R 8% 2ALE FI7F 44
2 3Fo% WasHo X358 =&UE B/3%o Yche= Holth oYt
ZUE 2%l &4 A F, De =71 oM FUddAte FFAFRE, 1K)

"R Hol 3l Ao}, o] 2L molecular beam-F oA A}EE =
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Knudsen-4&£2] ZZAzh= AFutcldd], Knudsen-AA8 ZFPojME & A7, D
7} ABT} 2ton Z£7|: 25o] g molecualr flow¥ElEA orificeE 3}
FEErt.  E7R 4 ¥, Pool =TI 8o F¥, P11y vl oWyt akt
g0l ol &5 AN E L flstd FIdtejol Tl T IB-&&FE
0..001A 2mme] 27F& Ztes et AUYP Y HulE &S et k& 2
o], L& X% L/D7} 0.5~27} HEF dARc A el & ulg3s1x]
U2dl 1 ol =F HE meEtA AASY AFo] doluy FU19 TES

A 3t7] wiEeltt. A7 kFo] 912 RAEL UFAIE thF :EWA0]
Ho B3 7|3 #d¥ FAE 7testA ¥k v FAAESES 27148

3B Y &S A&l Zlo] /8 4 Slr} [8].

718 XA F713, SeAHI 9 ol AP E AX FHEASE 7|3
Lol X dc motoro]] HAZAH 25 A XEF 2AESA|AA motor Fof] HZAH

shutter& @ojA 7]Rlo] S2E A 3}aict

o8



A3% g Ik

NFHIE AAE2Z J[AA A HE 4l 10 cm 37|18 {F¥H4AY 25 ALS3)
A3, ZIFASEE discharge tube W Pirani-AHo|x| & At on, AFAS
2| bell jarS A}235lgct. F8 A= CH-8 heat shielded heater§& A}&-%}
BN-crucibleo] XxZFo] 7|81 3 Q47 L/D =1 ¢ Zleg AR, power
sourcev 220 V, 200 A, 15 kV, 500 mA, 150 V, 1A R 15V, 100 A & 4 /=
212} 3B &, njojotA g, &FF 2=f U S YeENMEZLR soen, A
A Ful2] 23FE AR 1o UElglen, FA}E-E AR 20 eyl

24 49 294

3% 130 VeEld e} 2 substrate holdero] -f2]7]3t ol TEM #ae 2
2] A2|=F $IRI3te], 715 U] 0 VY B Fof thsto, FAHF Felz|etzt 1

7t Eolxl e 7]tto] thste viute] FUHE stylus-H L2 A E
ol 3 Z2E 3" 140 B3k o] ZHIjo] 3td FAlfol fAR Ke|rj
o] ZASAE Al 9 um ~ 10 T YElon, AR "ol e 7|ub
o] B¥oll= 1500 A U=z 71 FHLE FEHY Azle] wjE HBA} njs 2
A UEtSth. ole kFolA Ul ZelAH FAolAMY A7l HolA4F

- 3tgro] Zlolzitli= S &n|3l= o], 7]3tol] thdl vlojojA AHelo]l 0V ¢ F

)



ol FUY Hg @717t ol Aog A=W}
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A}R 1, ICB-ZF2f Arx|e] o],
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. 1
dgr e e
- -_—
= el =
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I..-r' J ! '1‘:_ " -ll‘
e T
% , e R RN e,

ey o

il - Wl ‘.-.' "
TR T I ) N
|r i 'l - = v ."..I.-"_.:‘I_ o ::_' i--_!.l - r. -

AR 2. 2L o2 A AA 2AF #F.
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el ——_—— W W W

AVAVAVAYAYAYAVAVAYAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAY
P AYAVAY AV AYAVAYAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAV
AYAYAYAYAYAVAYAVAVAYAYAVAV AV AVAVAVAVAVAVAVAVAVATAVA
VAV AYAYAVAYAVAYAVAVAVAYAYAVAVAVAVAVAVAVAVAVAVAVAVAV
AV AV AV A AV AV AV AV AV A VAV AT AV AV AV AVAVAVAVAYAVAYAYAVAYA)
A A A AV A AV AW AV W Y AV AV A VAV AV AV AV AV VAVAVAVAVAVAY
AV A A A AN AV AV AV AV VAV A VAV AV A VAVAVAVAVAVAYAYAVAVAYAN
AV A AV Y A W A W A Y AV AV Y AV AV AV AV AV AV aAVAVAVAVAYAVAY,
AV AV AV A A AV AV AV AV A VAV AV AVAVAVAVAVAVAYAVAVAVAVAVAY
VA A AV AV AV AV AV AV AVAVAV VAN AV AV AYAVAVAVAVAVAVAVAVAN S
AVAYAYAYAY AV AV A VAV AV A VAV AV AVAYAVAVAVAVAYAYAVAYAVAYAY
AV A AV AVAY AV AV AVAVAVAVAVAVAV AV AV AVAVAVAVAVAYAVAVAV A
YAV AV AV AN AV AV AV A VAV AV AV AV AVAVAVAVAVAVAVAVAVAVAVAN
AV AVAY AV AV AV AV AV AV AV AV AV AV AV A VAV A VAV AVAVAVAVAVAVAYA
VAT AYAYAYAYAVAVAVAVAYAVAVAV AVAVAVAVAVAVAVAVAVAVAVAY.
VAV AV AV AV AVAV AV AV AVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVS
AV AN A A A Y AV AN AV A VA Y AV AV AV AV A VA VAV AV WAVAVAVAVAVAVLY
YAV AN AV AV Y VA VAV AV AV AV AV AV AV AV AVAVLAVAVAVAVLVAYLY,
A AV AV AV AV A VAV AV AN AV AV AV AV AV AV AV AV AV AVAVAVAVAVAVAVAY, — -
AV A VA VAV Y VWAV AV AV AV AV AV AV AV AV AV AVAVAVAVAVAVAYAY
AV A A AT AV AV AV A AV VA YA AV aVaYAYAVAVAVAYAYAYAYAYAYAY 0 3 5 mm
AV A A A Y Y Y AV A W Y AV AV AV AV AV AVAVAVAVAVAVAVAVAYAVAN
AV AYAYAVAYAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVA
AT AT AV A A AV Y AV AV AV AV AV AV AV AV AV AVAVAVAVAVAVAYAYAYAY
AV AVAYAVAV AV AW A VAV AV AV AVAYAVAVAVAVAVAVAVAVAVAVAVAVAYA
AV AVAY AV AYAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAVAY
A AV AT A AV A AV AV AV AV AV AV AV AV AVaVAVAVAVYAYAVAVAVAYAYAY S
WAV AY AV A A VAV AV A VA VAV AV AV AV AVAVAVAVAVAVAVAVAVAVAVAYAY.
AV AV AV A Y AV AV AV AV AV AV A VAV AV AVAVAVAVAVAVAVAVAVAYAYAYAYA
VAVAY AV AV AT AV AV AVAVAVAY AVAVAVAYAYAVAVAVATAVAVAVAVAVAY,
AV A AV A A Y AV AV AV AV AV AVAVAVAVAVAVAVAVAVAYAVAVAVAY LYY
WAV AV AV AV AV AV Y AV AV AV AV AV AV AV AVAYAVAVAVAVAVAVAVAVAYAY,
AV AV AV AV AV AV AV AV AV AV AV AV AV AVaVaVaVAVAVAYAYAYAYVAYAVAVL
WAV AV AV AV AW AV AV A WAV A YAV AV AV AYAVAVAVAVAVAYAVAVAYAV VA,
AVAY AV AV AVAVAVAVAYAVAYAVLAVAV,V, ‘F#T;T‘?;'j'jhﬂrﬂfj!ﬂ
VAV A A AV AV AV AV AVAYAVAVAVAVAVAV AV AV AV AVAVAVAVAVAVAVAY
AYAYAYAY AV AV AV A VAV AV AVAVAVAVAVAVAVAVAVAVAVAVAVAYAYAVAN
AV AV AV AV AV A WAV AV oV AV AV VAV A VA VA VAV A VAVAVAVAVAVAY AV,
AV AT A AV AV AV AV AV AV AV AV AVAY AV VAV A VAV VAVAVAVAVAVAVAVAN
VAV Y A AV AV AV AV AV VAV AV AV AV AV AV AV A VAV AVAYAVAYAYAVAVAY)
AV A A AT A AV a VY AV AV AV AN VW VA VAVAVAVAVAVAVAYAVAVAVLY
VA AT AV A AV AV AV AV AVAY AV AV AV AVAYAVAYAYAYAVAYAVAVAY VAV,
A A A AV A A A AV AV Y AV AV A VAV AV AVAVAVAVAVAVAVAVAYATYAYSY,

08 um

(a) Thickness profile of SnOs film on the glass substrate positioned at
the centre of the substrate holder.

AN A AV A Y A A A A VAV A AV AV AVAVAVLAVAVLVAVAVAY VY, |

AV AY AN AV Y Y AV AV AV AV AV AV AV AV AV AV AV aAVAVaAVAVAVAVAVAVY
AV AV AV AV AW AV AV AV Y AV VW AV AV A VAV AVAYAVAYVAVAVAVAVAVAY,
AV AYAYAYAYAVAV AV AVAY AVAVAY AV AV AV AV AV VAV AVAVAVAVAVAVAY.
WA Y AV A AV AN A VAV AV AV AV AV AV AV AV VAV AVAVAVAYAVAVATAVAY
AVAVAYAVAYAY AV AV AV AV AV A VAV AV AVAVAVAVAVAVAVAVAVAVAVAVAY L,
VAVAVAVAY AV AV AV AVAVAVAV AV AV AV AVAV AV VA VAVAVAVAVAYAVAVAY,
AV AV AV AV AV AV AV AV VAV AV AV A VAV AVAVAVAVAVAVAY AV IVAVLAVATLY Y
AV AV AN A AV AV AV AV A YA AV AV AV AV AV AVAVAV A VAVAVAVAVIVAT AV,
AV A A AV AN A AV AV AV AV AV AV AV AV AV AV AV AVAVAVAVAVAVAVAVAVAVLY,
VA A A A Y AV Y A LY AV Y AV AV VAV AV AV AV AYAY AT AVAY AV AY VAV AY
WA Y AV AV AV AV AV AV AV AV AV AV AV AV AV AV AYAVAVAVAVAVAV VAV VS
WAV A AN A AV AV AV AV AV AV AV AV AV AVAVAVAVAVAVAVAVAVAVAVLAVAVAVAY
AV A Y AV a Y a Y aVa Va aVaAY sV AV VAV sV VoV i VeV VaVaVaVaVaVa Vs
AV AV AV AV AV AV AV AV A VAV a VAV AV AVaVaVaVaAVaVaVAVAVAVAVAVAVAVAY,
AV A Y A VAV AV AV AV AV AV AV AV VA VAV AVAVAVAVAVAVAVAVAVAVAVLV,Y
A A A A A AV AV AV AV AV AV AV AVaAV AV AVAVAVAVAVAVAVAVAVAVAVAVLY,
YAV AV AYAY AV AV AY AV AV AYAVAVAVAY AV AVAVAVAVAVAVAVAVAVAVAV AN
VAT A A AV AT AV AVAY AV AV AV AVAVAN AVAY AV AVAVAVAVAVAVAVAYAVAVAY,
AV AV AYAYAYAYAY AV AVAY AV AV AVAY AV AV AV AVAYAVAVAVAYAVAVAVAVAYAN
VAV AV AV AV AV AV AT AV A Y AVAVAVAVAYAVAVAVAVAVAVAVAVAVAVLVAVAYAY,
A A AV AV AV AV AV WAV AV AV AV WAV A VA VA VAVAVAVAVAVAVAVA V... 0.359 mm
VYA A AV AV AV AV AV AYAV AV AV AVAVAVAVAVAVAVAVAVAVAVAVAV AV VAV S

nnuuuvauuuuun'nuuuv.mr;uunuuv.muuuﬁ
VAV AN YA AV AV AV AV AV AV AV AV AV AV AVAYAVAY AV AVAVAVAVAVAVAVAVAV Y
AV AN A AV A AV AV A AV A AV AV AV VAV AV AV AVAVAVAYVAVAYAVAVAVAVAY VYA

0.02 um

#‘L"’L'l'i'h".l'fj"l'l'l7&'&'&'l'&'h'l'l'l!l!l7&‘1‘1‘1‘&'&""1
A A A AV A AV A Y AV A VAT AV AV AV AV A AV AV AV AV AV AVAV AV AV VAV AVAVAVAY.
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(b) Thickness profile of Sn02 film on the glass substrate positioned
outside of the centre of the substrate holder.
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xﬂ 3 Q Bh:llg]

ICB-Z2fo] &J3}o] AP Sn0; uhate] F2E AMEY] 93l TEMOE EH
ZAg AP o, AAJTRE electon diffraction WP T ZEAlSST].
E3} electron-beam Z2}ol] &}3ted 5 A/sec & ZF2&EE hEolRl Sn0; whyt
of cthslel wlamstgict. o] wf ARRRM FE| agl=EE ICB-FHAAME FhREel,
electron-beam F3follA= Si07} &I AE AHE3ii=d], old wE ol
Ci4 & Ao AZtHcl

A2l 3o 2ZAAE Roly) ICB-Zo]u} electron-beam Z2}olL} B5F as
deposit FElo|A = v FA AFLRE Hola ddden, EAZALS ICB-F 2o
oj3] ¥4 wiufo] FU3MRA] Yo Rofl wepr Xyt UxPIE B ALR LE}
Wttt Stylus ¥hiel 23 ute] EAZAFAME VEpREAIR F13te] i}t v}
ojolA Hgto] 0 VRl o]Fol 7]Udt= ZALZ oAZCL

LR 7150l Al 350°CollA] 2 A3 A& ¥ thE 9iue] FZ2E s =d)
FEHFALE kR delx#] oAt A FRE Sn0 of Pt AE o]
718 Ze® Hold u|FAoAM ZAFHEARE ¢ 4 ddddrh 3,
electron-beam F-fo] 2]3r v}t FYyt dAe] HPolA Ao X o Y
o] BZem, ol AR} ICB-F2oA Hr}l o A ol ZE &nidi=
v, o2 FUY Fe] Tf=F ARSI vlo|ojs MYE TISIBA FHII=

Aol g3t o AAY G+ ol Ze® AtmHrl
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SnO(002)

——  SnQ(112
SnO(101)

wed.
.......

ARzl 3. ICB2} electron-beamol &]3] F ¥ Sn0z ete] TEM-FH X322} ED-£4
232} (a) E-beam F2A|&, (b) ICB-F2} A&, (c),(d) ©i7] FoA 350°C,
2 Al annealing A e2lof whE (a)&} (b) A|&2] W2}
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HZ] 7} eyt 7394l ionizer®} 7|¥t Alolo] TIE ZHKAHFE v XA 7R
UL 7IG AYE AoAFE ol sty 3P en, 7H5HgE 0V, 1500 V
gl 3000 VE WHEA|Zch  ER} ionizerg} Z[RtAolo] FIt JISHIE wiX|RE
5ol uisiME ZelAEY AFES Fided, FTIIE 20 HAEHA
ionizer2} AUz} A FAtolo= 500 V, Tzl HFAlelof= 1300 V U 7]Rtr}o]
of = 1500 V& 7} A Y¢S HAAFch o] of BE 7% thdlry, FAHSHE
Sn0z olxl, ©¢] FAH @ X 500, FHAHY X7|&5E+E 600 m/secE
7178 3t A et

3% 150 ZHG3ge] 0V, thA] wWilN o|2HH FAY YA obFd %
3kS ulz] o}l jonizerd wWy uwje] &% AtlE 7iule] Eusls Aol =
A& viepd gk, 38 162 7k Yol 1500 vl Ffolal, 3% 172 75
A& 3000 VE F7HAIZ ol o] ZAelM & 4 Sl uie} ol Jik
Aol F71UTF o|23H Fe2¥ o] 7|3 FAHFE F2|A "t

Ionizerg} 7|2t Alolo] FHHFEE viA|BIaL ionizer2}t FHz| HFAlo|o
£ 500 V, FHz] HIxlololl= 1300 V I 7]2kxlolell= 1500 Ve Zh5AtS A
of F&= ZLol thdl olF A= 2% 180 LERLL o] B$ 7zt £}
= ol2d ZLE Y EHolUAl= 13 168 AL} v|x3tx|qt 7]2hef A Y

vX= HA U 44 Aoz ek, 22 EER AFEY B
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o] 2} o] simulator?] FH2 AL A2t Qo] 23] Q3L vje] o]23H &
LB AYE dSULEH Bl wiE A7 Qo) Tyt XY ZRUA o2
38 Sel4y iy HAHE o|FY 4 Sl ZAoln, A|dEd = F
JAAFe] AA - Aol A AR, TS TiSHU VEH W TIY FHAR
o] AHE T 2 Mol T AFE ASYH AFolrh
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4% 2E

1. ICB-3-3 FXE HA R Azstden, I 342 7|&Y € F2 FA|of BN

& o] &% FlAY Az A, o FA W INKAAR EHof gt

2. Sn0z & ARE3le] 0 V 713t PFAAE wep2 O Fd/go] FA] datrh

3. Sn02 & A3t 0 V 71<5H oA ¥4 E b electron-beam F3to] &

3 AlZ2H wbate] wlA U=ty AVI 33 EFUdIELn vFE FRXE 7}

Al

4. Sn0z & A&3lo 0 V 715 Yol g W2 thziFolA 350 °C, 2 A

r AR dAe|E ¥ A Sn0 & AR FZRE HIIH o, electron-beam F%

o 2%t uputel u|3tey AR HIT e|A doiklitt.

5. o] Y Fel&E AFY «& Zz FU7ME AJo] e B 1&H

Yol F7IdrF o|2HH LB Bl 71Uy FARE FelA Hrh

o] 23 Fel4E AFHY & A, FU/S AFE #lA|3t3L ionizersd

Rz] AFAlolele 500 V, FHz) BFAtolofl= 1300 V R 7] REAjo] o= 1500

Vel 7153 YE ol F= BF ooy A|= 5)8 23t vixsix|rt 7]ty

o wXE= B Y 44T ALE ERKiL)
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A e AR E ¢dldde F WY HEo] Sy ¥
o] Wol| AM&E =, oA ih3Eo] HIFH EIMFTHE o|-§dh= Ao
71 "ol HhSEE, HEERG e 3t H4 #HIE #Hst=

< 713 A Jleodo] Bt wute] FA4o el ZF gisl

U 4 HIEEC] WHSEE AREEHAR, o] Aoy aFted M o
71 ol o]FolFa EF FYPFHLE 7R FoT A4 HYE ol
d-3tgch

&, F&34UE FoAE E4(F)7F XHYE HUES YEE ARSI
& wiof ¥ F o] dojUe 2TUS dEHFHA XNRE EUE 3o =&
stect. =3 AF A A ARE A 2 AFsid o, 4% F43
HE2 S3RY FYE At vlaF A 204 Deep o} -2
F7 R 7t EAE we IS AFEE AR 23t &3t}

o] AFolA @ol AAES USE ZF uiute] FAGILE S
o WAt 7|28 & AHIHE A2 7|fdr].
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2. Si-H-F A2 doaty Wao] T AAEA

2-1. |AFu|A

UE23E Az IPYES el dh& B3] v ¥FaHev
D)2] RIgEEA I HIYE A=z FPolA d] AHEFHI . 3
oAl A 2] EYEE FYPL, FF FAL J&FstAYU vleles FAAE
271 #1% 238 APA 4 (Experimental Parameters)e] H¢|&  ZE3}]
7] 3 AEE A33}7] Hof A4tx]ojZin.

Y FYPo iyt FAEA= HAEHA] WA 4 = AP E &
o &  slom HLARAL} AdEAZe] vas A o WIFEE AHA
st Erh  Ae|E ©rE Pl FHUT M dutEd HES g3 A&
IRIEo|B R Si-H-C1 Ao thdtd Lever[1]& A|Z S E Hunt, Sirtl, Sawy
er[2,3]50°] SiCl4& 7| E ¥ SiHCl3e] B QYU E AFIEEHN F
U BYSHA €9y By A4Sty 3 W2 dF7F Hojjdrl,  x1e
X (Ultra Violet)2] E=20] 2|3l 3}¥}=2 A A(CVD Process )| A SiaHe. Si
HoF2 H2 8] E¥&Eo] el ©2% UYL 7Is3A i 228 T[4,
510l 23] Si-H-F AlojA2] A3 FyPol oyt i3o] WASA =4l
C}.

ol AAERME ¥R T4 & TIRE Bl 2k, ¢F, i§
THEL 2G|l wE A = FARAE dopr] #d =931
T},  Si-H-F System o}2] @7} Ho{glz| ¢fo} JANAF Table[6,7,8,9]&
B XX o8] €933 DataEE& o[ &3l FE|7l Hdh= BHPAAY P&
= A4St
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2-2. Computation

EHUY FYolA ETUES F8& U7Ifislod= 7ttt BE §3
Mg Eol ThY Gibbs AHFolURIe] YPo| 247} EHi g oo} ).
a2 & AARAO|ME TP THed TIAEEES At ofY it
A 7P Bkt WARAAMES Alte 9% wiZBl0l2 o 2
C}l.

aA + bB (——— > cC + dD

( Pc )e ( Pp )d
Kp(T) = —

( Pa )2 ( Pg )b

Pr + PR+ Pc + Pp = P
AGsO(T) = AGAO(T) + AGBO(T) - AGcO(T) - AGpo(T)
= - RT 1n K(T)

Ko(T) = exp( - AGEO(T) / RT )

T

AGsO(T) = AHf0(298K) + [ Ce(T)dT - TSO(298K)
- 298

T
- T [ [Cp(T)/T1dT
298

AHf0(298K) = & ¥ A <"l y|(Standard Enthalpy of Formation)

Cp(T) = & KR3¥(Heat Capacity)
S0(298K) = ¥& Y ER3¥|(Standard Entropy)
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JojlA] RiE= nie} o] &x2] 34%l Gibbs Free EnergyE A ¥3] 9
2% 4 o A 22 deld Kb T3 BY ARl Parti
al Pressure§ F¥ 4 Qt}l. W £27Y 7IAEo] ¥ EE &Y 4
o|® 7IAE A3t st Zlo] ol HE WHe FHAEE FIET
o 7I1A]= Hz, HF, SiHs, SiHsF, SiHzF2, SiHF3, SiFs, SiF2, SizHe& 97}
71A& 13519 tt. Gibbs Free Energys= W2 DataE & %2 <2 v}
Zol Wott STolN 4A AU & TS sttt

o] AEAAE ol 77 W& HEstact

Si(s) + 4HF(g) < —> SiF4(g) + 2H2(g)
Psir4 Py2
Kp(l) = —
Pur®
Si(s) + 3HF(g) (———> SiFsH(g) + Hz2(g)
Psirsn PH
Kp(2) = —
Pyr
Si(s) + 2HF(g) (——> SiF2Hz(g)
PsiF2H2
Kp(3) =
Pur2
Si(s) + HF(g) + Ho <——— > SiFH3(g)
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PsiFH3

Kp(4) =
Pur PH2
Si(s) + 2HF(g) <—— > SiFz2(g) + Ha2(g)
Psir2 Pu2
Kp(5) —- o
Pyr?
Si(s) + 2H2(g) (——> SiHi(g)
PsiHa
Kp(6) =
Py22
2Si(s) + 3Hz(g) <——> SizHe(g)
Psi2Hs
Kp(7) =
Py23

R g B 3ot Ao} shEs

Psirs4 + Psirsu *+ PsiFanz + PsirHs + Psirz +

Psigg + P + Pu2 + Psizue = P

Rhgol APH F Si FH Ex Ao] HUtE: 2719 F/H w7t 344 ¢
3o} ¥l
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4Psir4 + 3Psir3H + 2PsiF2H2 + 2Psir2 + PsiFru3 + PHF
F/Hz —mM8M8M

2Pu2+ Psirsn+ 2Psir2n2t 3PsiFu3+ Pyr+ 4Psina+ 6PsizHe

e 97 A& TP vy 4£A ol gl g xolA FY
¥ P &} F/H ¥ & F4U& u BRFeolA Y 28E& F319ct. Table 2-1[
6,7,8,9], Table 2-2[39]2 o8 £33 =FLE FE 42 €9HHA=
ojtt. o] A& 7|RXE 3Bl Gibbs Aol YR|E &2 #4E Uelhd 4+ 9l
gdom, 1 2jo] HAEEo] tlslojA= JANAF Table[6,7,8] Sof LIe} Al
AR E 252} Gibbs Xl UR|of] thst] L2 ALldle 2=o 4
Q! Gibbs ZXMpol 2| & 3}t

Table 2-1. Chemical Thermodynamic Properties

SO(298) | CpO(298)

cal/mol0¢

o100 | oo | sos | .00
~385. 98 -375. 891 67. 554 17. 596
| oo | 1

-182. 581 12,97

10. 638

{
-
W
o
N
—
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Table 2-2. Polynominal coefficients for thermochemical data,

T amesiwmecrm e m (Re e
I |
SiHg 0. 14516E+1 |0, 13987E-1[-0. 42345E-5|-0. 23606E-8 | 0.13712E-11

O. 79359E+010.17671E-1{-0.11398E-4| 0.35992E-8 |-0.45241E-12

-0. 44841E-4| 0.29952E-7 |-0.89010E-11
-l 0.34074E+1 0. 27206E-1|-0.17713E-4| 0.56391E-8 |-0.71378E-12
EI 0.29432E+1 0. 34815E-2|-0. 77713E-5| 0.74997E-8 |-0.25203E-11

0.30558E+110. 59740E-3{-0. 16747E-8| -0, 21247E-10] 0.25195E-14

Si2Hs I 0.67347E+01{0. 40931E-1

* The first row ooefficients used for temperatures below 1000 K and
the second row of coefficents is used above 1000 K.
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2-3. 23 4 HAE

S 2R, UdYoAM2 HF e Fulel FolF F/H v} ¢t
HoljA 8] 2xof whE #|F Si/F ¥l Fig. 2-13} Fig. 2-2¢f Liehjgich ut
ST o} FHIA T4 L FRGEE Si2He Y& HoAFETH

Fig.2-32} Fig.2-4= 422 %olA F/H ule] ¥l o}E Si/F H|g]
HIHS LERZITE o] 2¥t RREF2 EA4HLE TIYIt AHRAZA F
2 EE AAEEE 5 g Uk A& 9 A7z v F3L2 WhE
=3 BHAJElolA 7]} Si/F vl v|az ZAAEe| it RESAE Si/
F o] Bt} 9kgF2] Si/F v|7t & B-F 7128 Si o] 7|A4er Hy Zo
% A2Zlo] FHeria B9 AE FE= S| FHAdria d43ltl.
Fig.2-5, Fig.2-62 SiFs, Hz o] Zduje} &xo) o} 2]ztz} 23d 9L
LEld R o]},

AFAHE ARXFHAA LZFTF FY S T EE 8 ¥ Bipolar
2} CMOS A|zte] Sa%t ZleR AR Q. AIF7pR Y 2R BHE
32 @452 (Chemical Vapor Deposition) ‘YH& Wo| o83l H+E
d, o]ZZ EIAE L3, FHAIT] $dld d Rh& o] &3t7] wiEd
X5 713t =71 1050-1150 0C == uf-F- &l ojffo] FHE &
X7} 1000 0C o]l ZF o= 7|H<io) 3l &<&(Dopant )2} P Az
7t AZAL, E Z7I¥EI|E IEE FAH YKo R S8 olFe] 47
A Bl o|gA EHE £2p7} 4FHE o] vhto] g gopA T -Foll= ¥
uto] dAo| A F¥E nXEE AY7IA] 47 4RAY 4 Arl

2252 ol EAFE /MAs7] st A7tx] W Ee]l AEH
3 8l FER}F-2(Photo-CVD)o] L & Xt *o|rt. JH{F A2 196
0dcho]l Nishizawa[11]#} Frieser[12]ef &]3] 1 7igo] A= ddE=d, 7]
&2 dofUdA|of HlE o] &3l F718 o A|E FFIEEHN FHY 2=
= 3A &°le ‘gyolth

96



Partial Pressure (atm)

p—r
o
St

P=0.1atm,F/H=0.01
Si2H6

i_-

ek
-’
!

/

‘

-
-
)

et o
= -
\ 'hln iy H‘ib

L ,Lmutﬁlmuﬂ__imm&u uuul__twL-L.LLu tuL_J.LLLuu‘

= SiFH3
7
10 AT
}{— > fi" SiH4 7
10 ““'-r*r—r-r.rr-“ﬁ'rﬁr— -.T*r-r*r-rr"—"‘r‘r ' | '
400.00 600.00 800.00 1000.00 1200.00

Temperature (K)

Fig.2-1 Equilibrium partial pressure of silicon compounds at various
temperature(total pressure = 0.1 atm, F/H = 0.01),
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Fig.2-2 Equilibrium partial pressure of silicon compounds at various
temperature(total pressure = 1 atm, F/H = 0.1).
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Fig.2-3 Changes in the Si/F ratio in the gas phase with temperature
and F/H ratio in the feed(total pressure = 0.1 ata).
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Fig.2-5 Criterion curves for etching or deposition of silicon film in
the Si—-H-F system(total pressure = 0.1 atm).
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Fig.2-6 Criterion curves for etching or deposition of silicon film in
the Si-H~F system{total pressure =1 atm).
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atutel A w= 212 Walgre] &3] ZAE =, o] wie] x}g]
AUzl ST EA-T FEH7| ol dYg3yes F3ugS 4o
T UTh=s ARl arh. E=, AREHE AAY dyz|= WHEIIAE
o, TiAF|7|ole FE3H olF ol XFAF|X= 47| wEol o]2e
¥t &Ado] A2 kS dE 5 Urh

AY ZA|MERA W2 ¢ $471 AHEHI Yk olu o] A
of &j3] BEH 4 VEEHY F& vf$ W24, ol Ly VAHE
AES EHe] Al 42 ZYste U EE Hojz=e|7|x FA|qt
Zxtoll Hayt ASEH] FHOFTE A 3=F 3= gUx 3HA Hrl
[4].

a3 E4 & B4 BESHE iyt L2 4A3ukg A A 3o
¥HolFo] HA KoL TN YW 2Lk AP P o] JHs3ic)
Fig.2-7, Fig.2-8, Fig.2-9&= f-2|7l d3l8i= 3323 E&ES 714
S FHARARRE glojry

A
Z
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Fig.2-7 Equilibrium partial pressure of silicon compounds at various
temperature(total pressure = 2 torr, F/H = 0.14).
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Fig.2-9 Criterion curves for etching or deposition of silicon film in
the Si-H-F system(total pressure = 2 torr).
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3. ¥HUFTH AHYA L A 2 A=

3-1. dE&x|e] 7la

w AFoA A2 HHAR = Fig 3-10]4 Lepd vl Zo] oA 7}
2]l 9 FFo 8 F8F gt &, HyYe} §¥F=2H7](Mass Flow C
ontroller)® 8 7IMRFYH, & 7|2 EF7] ¢¥ Hg Satur
ator, F¥FAo] P = WHG718} JMEAX], Wik YHE FAAA £
7] HY AY[REZA], AFHERA], 2 4gIldA Yo #571A
& Ae|3l= w7 7|A Ae|FA] 52 FAdEo] r)

3-2. 7|1MF YN

Fig.3-2¢8] 7|AR{UFE2 71K EE €2 4%, ¥E7AE wh-87]
o] dBRBFe T FUAXA F= FHFZXH7|(Mass Flow Controller), 1]
3 olgg €E3= 4 Line W Valveg® F85o Urh 49 Hide
A Ao oln] dAElo Sl FYBHPAE 53 BHE A& AR834
Cl. Purge 28Rt ARE3= A48 F9E 5HE AME3lY Z} LineE
Atojo] 1A dBYE + UEF oy, F4LE AL¥ BRE LineE2 U
K7} dutd 1747 A9 AHg3H4T).

Fig.3-20l|A R&xd7] ool dX|¥H Valvex= NUPROA}S] 4=%2] Diaphr
agm Valveg AHS-3lg=dl, olge] AU FHRA7IE FY=HE 7|MY 0
vershoot& WX|3}7] #I¥t ZRojct. &, 48 ALEF ALY BE Lined
VCR Fitting& AH&3}4cl.
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3-3. Hg Saturator

UV Lampg o83l H¥{F A& 43 3l= Photo-CVDE Y wf, 7|
W52 F3E F7] Hsld 372 4" 71A 484 #2718 4=
BRloltt. A 2olx AP E FHAFI7] $18te] U (Ultra-violet) ¢l
= |83l 4] Photo-CVDE F¥3|= 7-F-ol UV Photono| ZF urg7|Ae] &
3lE F70le 2 olvR|e FFHe F=EJF Foh a8y, £2& HE
BTol= 720l 200 mTA Y AL Fedte FxI A7) g o=
A M 40| A7|F L o]Fof Ae|& ¥3&E2] Si-Si BondL} Si-H BondS
3RAIA HE§-2] Precursord] SiHx (x=0-3)& VAHAIA F+= & 3
"l

T2 7|42 Saturatord] 2xof ulgl A RE 22 R3]
HoRd], o]A-& Heating Coilo] Ar2IE Magnetic Heater/Stirrer& ARS-
3lod Silicon 0il 2 Satulator& ZEN|= uhHo g ZXAJILEE 3¢t S
aturator+= Stainless Steel® |23} S, LineZ} VCR Coupling® &8 ¢
AA|A Ut

3-4. ¥k&7] U 7 AR

= AFollA= Fig. 3-32 2 TubeB & WH-E7|&F Pyrex® A|3}3}9tl.
ol8} T ¥IEI|E= o 23 Quartz® AH|Z}sH= o] HEolx|nt o] o
FolX s FB2E7F thE O gol uvl3] Y] wiEol Pyrex® #3314
=

HEe] CVD FX&= & 7I13E ARSSHA HAjg, 2 doAs 3 I
2 Z22ZAE R AEE +8Y dBoltl. Z[%X|A|ch(Susceptor) LjF-of
+ Heating Coil& o} wal=tl, o] F&E%rE& 71€3l7] st UIHE
& AHg319tl.  Photo-CVDE 4-33}7] fI3lA H1-87] $15 o] 3H(Window)

110



11

Synthetic Quartz Windw_

W el

Susceptor (Heater) ‘

L1

Fig.3-3 Structure of Reactor

1/4” Stainless Tube

THE



& HEg &, Pyrext} Quartze] -9 WE EB}A7x] Bl tjiES
F517] wige] UWE vla3y 3 F3Aficia ¢2{F Synthetic QuartzE
o] Zell SLFA|A FokchHFig.3-4).

Hg Saturator& F3] WUI7|2 &2 2L V3 A717] H3lA:
200 o $32e] Mg ula Fojof v, E ATAE oArlel Way
HHOZ A 184 nmollA] ¢F 5 mW/cm?, 254 nmollA] <} 15 nW/cm28] AH7]E Zt
+ Low Pressure Hg-lamp& AH23}%Tl. UV LampsS H®, Z7|22] AL E
B3 AA 02 B I o2 UM AFHY WAE UA HEL La
mp FHE ¥ BIIAIHA Folof jirt. =, LampEHE] ZAIEE= WV Fy
< Al¥o] x|F3Ql Fol& THHE& = ULBZ HYHR}E= o] Hol HI
felstolo} qich

3-5. FF A

Photo-CVD #x|of AI-¢¥ g HE W 7[e} & vlX =& Fig.3-
oof Ltepigict. AAZ opH |Foja FF(UHV) o] A ¥t A= 53
d%0o] AAE]7] o] HE-E7|U& CleaningA| 7] TAIEo|sL, Ukt CVD
Fol AEEE 0.1-10 Torr x| ZF Aefollr] FPo] AP EE F
B 5ol Rotary PumpRte 2% 4R Ho| 7Hg3ditt. wtelrd, 9412 Rotar
y Pumpit& Throttle Valve THZoll /4|3l Cleaning 2} o] wh ofju] 4
He ¥ o Fo|, Fol Turbomolecular PumpZ} +UE|™H Cleaning 3 &
TP3te| L jicl.

o] ulo] F 712} Pump& € AS}= Lineoll ¥ 7}A] Trapd AX|¥ oF
4], 1 22] 3lL}= Activated Aluminag golr 4Eo|u} erdl4 313}
22 FTA717] |% Zola, thE 3pt= Dust Filter£2] Trapojtl.

= dFolM ARESh= 7= UiFE B FAEE 713 RolBE, |
¥2]73¢] Fomblin 0il(PTPF)& AME3IAU i 0ilg BB3}7| ¢ &8
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{8) Top View

* - bl & |
*"Fﬁ- " h‘.‘**" Al

e e e e A RSV RS R T . A AR YN B A s A sl e A SR

: tﬂ-m-ﬂ-—dﬂviﬂ- A o e e L R R T IR RE TR T T e
i —ﬁ_

{b) Side View

Fig.3~4 Structure of Window Holder.
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<] Throttle valve

Fig.3~5 Vacuum systen.
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BXE T3 Zo] ulgtd] siAA|g, & HYL B 71N AR
A 7] wioll BA/go]l it k= o] ot H2 L3tx] Yottt

3-6. wli7]7|A] A 2]7¢*](Scrubber)

Az|EE FHAT o]Fo UlE JAlE YR J|Alee] w58l
ALt FEigel 2R tr|Fo] WE3Ir] Aol W=a] FHAH Folof
rl dHPH o= SilaneRh& AHEY uwii= QAR E YhHEo] Silaned ElY
He[H Hx|gt £ dHoA = Silane o]2jo] S4£AUYUEE AHE317| ulLol
KS-F2 Columng FA|H FH3EF 3ict. KS-FAAEFE AHESHHE Si
Hy, SiFs, GeHst= E-2o0]3l PHz, AsHsl} BaHe S E AAEE ZRLoE dadA
olrt.  EZ FAAel:s R yeidal gty F3to] R wel
Mo} o HAEC IVAIE A & 4 vk FHo] A
t}l.

- o] Me|FA= PVCE A A3t =dl, ¥&H2] Scrubber7} H]¥ /g ¥} (Deact
ivation)Foj A FHEFHLY APo] WAF P AKZLE AHE 7
BY g JEFK Au|-&& HEojA FAE BASA FEE AFE3ACE A
MY 2o¥zl & Fig. 3-63} k.
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1/4” Stainless Tube

I On-off Valve

Scrubber

Acryl Window

1/4” Brass Tube

Fig.3-6 Structure of scrubber.
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4. FANYEY Bod 54 AN

4-1. AFuj7A

TaHPYEC] FUHLE FHEUY] AW A UEATL YHH oF
o] A=A, o SAEY ETIHH I8 A 4= v|2FH 2
A& AY w713YS vis) o nF Fefolvh. 2y UEA4A}
7t AL 4283, Ao Uy FF2Fol aH wet H{YF AT
g EUY FHAN A oy 7EAA &8I} ] HastA Ha
t}.

ol dFoME ALHUE FAME F3| Wol AHEEH = Sily,  Siz
He, SiFs2] 3Eol thsliA ko oS 714 83, Td2xE, 3878
€ 54 % 3Ese SHRHA 5HYS A3

4-2. Monosilane(SiH4)
Sii2 F2old £ FHY ANZA W FEslAE FHL 2

o AL JAIE £70t}. SiHie] 2R 2% 54 S Table 4-
1o Vel i 13-18].
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Table 4-1. Typical Physical Properties of SiHs

Melting point -185 °C

Heat of fusion 159.5 cal/mol
Boling point ~-111.9 ©oC

Heat of vaporization 2982 cal/mol
Critical temperature -3.95 °C
Density(liquid at -185 °C) 0.68 g/cm3
Density(gas at 0 °C, 1 atm) 1.44 g/1

Heat capacity(liquid at -185 °C) 13.38 cal/mol-K
Heat capacity(gas at 25 °C, 1 atm) 10.24 cal/mol-K
Entropy(gas at 25 °C, 1 atm) 48.7 cal/mol-K
Heat of formation(gas at 25 ©C) 7.8 kcal/mol

4-1-1. =0 & F71Y H3}
TH[18-20]of] UHEH SiHse] =6 WpE F7]¢} HE Table 4-29}
Fig.4-10] Ztz} Jehjqirct

Table 4-2. Temperature vs, Vapor Pressure of SiHj

Temperature(°C) Vapor Pressure
-179.3 1
-168.6 5
-163.0 10
-156.9 20
-150.3 40
-146.3 60
-140.5 100
-122.0 400
-118 530
-114 590
-111.5 760
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Vapor pressure (mm Hg)

1.000

100}

1O}

0o 110 120 130 140 150

Absolute temperature (K)

Fig.4-1 Vapor pressure curve of SiHa.

119

160



Fig 4-10j A2} 7+ wi3ls Sa02 Vel 3] et e A
Alo] ARE| 31 gt}

log P = 740/T + 1.75 log T - 0.0079701T + 4.87448
714 T& AcjeEoln] P mHgE EAWT)
4-1-2. ¥ F
SiHy= WHgAdo] Fo} B3t ¢F, g FHEYE Y 4 Yo
B

=7 ENE HAES] WISt -80 oC B2 A ZojlA i

O
o
S The Pe NhgAlS B YS73}Y Silane AUES AL 4 At

SiHs + Bro — > SiH3Br + SiH2Br2 + HBr

3HH Y= A3E Silane HJYEES B7] #3] Hydrogen HalideE AME-¥
Bole o3t go] 20y 80 oC Fxe xoM yhgo| oty

SiHg + HBr

> SiH3Br + SiH2Br2 + H»

4-1-3. A3 5

&Y SiHg S 204 vy BT HIEE Ui 300 oCollr| AF
o2 F3E7] A3}l Fuolglo] oF 420 oC FxollA i3] F3 = 600
oCe] oAM= AEMIT JH&EE o] AL BE SiHg7l Sigl 22 3¢
Tl SiHs 8] E23ur-g213t 43} ofdx]ef thdl = Coltrin[21]5°] 2094
72| o] heNHE-& 718 Bl A A|SHATE
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4-1-4. H24 9 5

Silys TR, 122, SRS st o]Ee AW WANTA
ot BelojaE, HEE, N9, feo e FTHES FAA ) By
th SiHg AAE o] FEI} FES SN JE EHE AY o
H7hx 228g Yo}

4-2. Disilane(SizHg)

DisilaneS 2] E M= MonosilaneRtE ¥l THo] dg] 2ojx|=
Q4X| gt F3eF- AP FollA MonosilaneB T} 8t Figo] Wol o] 3]
ch3t #Alo] wolA| 3L Qltl. SizHer SiHsZ npxrix| 8 Ab2oA] HA) X
Bolal o uiel §ALE WAE F7171= ¥Urh  Disialneo] tit W}
2] E2]3Q H4do| Table 4-30] UEeh} QUTH13,14,19].

Table 4-3. Typical Physical Properties of SizHe

Melting point -132.6 °C
Heat of fusion 19.9 cal/mol
Boling point -14.5 °C
Heat of vaporization 5.069 cal/mol
Critical temperature -150.85 °C
Critical pressure 91.5 bar
Density(liquid at -14.5 °C, 1 atm) 0.901 g/cmd
Density(gas at 14.5 °C, 1 atm) 0.00297 g/cm3

Heat of formation(at 25 ©C) 17.1 kcal/mol
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4-2-1. = o F7|¢k B
w3 [13]o]] R3¥ SizHed] %0 w}E 71} HIHF Table 4-42} Fi
g.4-2o] 24z} Elyict

Table 4-4, Temperature vs., Vapor Pressure of SizHs

Temperature(°C) Vapor Pressure
-114. 8 1
- 99.3 5
- 91.4 10
- 82.7 20
- 72.8 40
~ 66. 4 60
- 57.5 100
- 44,6 200
- 29.0 400
- 14.5 760

SizHeol] thyl 22} F7I¢ke] A RA = o2t Ho]l FAHTH20).

log P = -1380/T + 1.75 log T - 0.0069309T + 5.78216

7|4 T+ Fi&xoln P+ migE AT

4-2-2. L &

UHIH 0 & Disilaned Monosilanez} ¥]x¥t ¥4 & K olx|g}t Monosi
laneRTH= 7¥F Whg g Halth EY SiH3 opRAAE 4442 3
SE ALAES ALo]A ubgslo] Yo WY PYES YL 4
ltt,

SigHg + HX — > SizHsX + Hz (X=Cl, Br, I)
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¢Z1

(mmHg)

Vapor pressure

}.Out

i

i}

U1

120

1}

Vapor pressure (atm)

-0 -80  -G0  -40 - 20 0O w0 0 20 30 40 S0

Temperature (°C) Temperature (°C)

Fig.4-2 Yapor pressure curve of SizHe.

bl)



4-2-3. @& 9 FE3 5%

Disilane2 Monosilaneoi 8|3} v]|a3d FQHA St 300 - 500 oCojjA] Si
Hy, Silicon Hydride®} =48 B3I}t EI} SizHe2 2000 A o]3}te] UV
(Ultra-Violet) & YgojA] HE35IE= EAHE 7K U+=4Yl SensitizerE

g she 42o0] MrHY HSol: WA wa] EsjHc

4-2-4. ¥4 W %

SigHe> SiHs2} mPZZIXIE 743 FAIHE ¢l A¥lgAL Fel&
=%, A%, TeflonFo| H|x13 SixHeo| F4lof & Acrj= E&oltl. Disi
lane?] o] A3 o2 FA|H o T ¢ vi= oy SiHy AR &
& 713 RLe® dHA|AL grl

4-3. Silicon Tetrafluoride(SiF4)

o] &2 17714 C. V. Scheeleo] &3] A& wWAE o] AL AMEEZA]
gt ont o HbEXN At e A FHUT] AASNULL FI] F
33 4 e]F(Amorphous Silicon)d} Ao Qlo] o] &3] g-&o] AFFHIL
oltt, o] 3o #Y WA &3 HIgo| Table 4-50] LElL} Slri[22-
25].

124



Table 4-5. Typical Physical Properties of SiFs

Sublimation temperature(760 Torr) -95.5 oC

Triple point(1, 320 Torr) -90.3 ©C

Heat of evaporation(-95.5 oC) 6.16 kcal/mol
Heat of vaporation(Triple point) 4.46 kcal /mol
Heat of fusion(Triple point) 1.69 kcal/mol
Critical temperature -14.15 °C
Critical pressure 36.66 atm
Density(liquid at -95 °C) 1.66 g/cm3
Density(gas at 0 °C, 1 atm) 4.69 g/l

Heat capacity(gas at 25 °C, 1 atm) 17. 452 cal/mol-K
Enthalpy of formation(gas at 25 °C) -385. 98 kcal/mol
Free energy of formation(at 25 ©C) -406. 085 kcal/mol

4-3-1. =] T F7IY¢ 8
SiF42] %o wE Z71¢} H3E Table 4-63} Fig.4-30] 27 Yeh]
ach.

Table 4-6. Temperature vs, Vapor Pressure of SiF4

Temperature(°C) Vapor Pressure
-125.1 22
-112.7 122
-105. 5 280
- 97.7 638
- 91.5 1221
- 87.7 1600
- 82.5 2198
- 77.7 2889
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Vapocr prressure (Torr)

3.200

2 800
2.‘m = ' et LV -
{Liqyid gas
2.000
Tripl
1600 b= e o - _...p(lilli__ f —
) Y - e
1,200 } 1 M8 Torr
BOO o g e .
|
| Ssolid gdgs
0 e

-3130° 1207 -1 =J0° -~-awQ° —-80° -70°

Tenpcrature (°C)

Fig.4-3 Vapor pressure curve of SiF4.
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T, ol A= theat ol U AL 2x HAIH 4 gt}

log P = 8.453 - 975.0/T

714 TE A2 50| P TorrE ¥A|EHT}

4-3-2. elE §
SiFs= 3%, &, Lei #7152 S3 HE3le A7 3 B
ok d3A Qich[26-28].

4-3-3. ¥448 X H%

SiF4 I AN BEM = F53 7Eled FA%e A gy &3 it
&3l Fluoric Acid§ ABGA|Z B Fol= ¥ F2]484& Uepdct.  SiFy
2] 8o #3 FAHLE dF REE gy, o] EF-o| F7Fdd K
250 57|} vl&5}H Fluoric AcidE ABAA|F|EE SiHsL} SisHgE T}
F7IEA] WY 3l
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5. ¥IHUFA FHY ALMEA G+

5-1. ¥¥FFF

F7HA] @Z2Z Y R 71 de] AHEHAE WP 1050-1150 °C
ol | SiHy, SiHz2Clz, SiCly T& AH&St= @EIFAPolglct et o
A 800 oC o] Ate] I oja FAo] o]F oA AL Outdiffusion, Autodop
ing, Solid State Diffusion H&] =AE QU3 7|&d] AXH ule] EE
SETEZ} HEFI o] uifo] £%18] Fio] vl ALY EAHE opY)
AlZich,  Egtollzl -2 =AM+ dlolHAIA 7 A HYEHEE HAF
o] 1um o]3}e] AXAZ FHAME ol9 T IA2FFL FHLo] VAL
o}l

o|2} T FAAH ulEol 7IES E}FAPE chABtI] His] A7)
2] el JgdEe] ARSI SlEd], olF 71 tlEFHQ RS PECVDEA
H] a3 22(600-800 oC)olx FHo| o]FoX|i g F&GE FE{t wi=SchH=
Aol glon} oo of3] dfJojy RHo| &A= THEE ¢ gl F
<ol g FHUFAHL FSEIE 4 A/nino]] B33 Y| EA

Wol AREE AL A xR, v ¥E LEojA FHPo] o]Fojx|3L o]
of 2§t EHEHEAI 7] el g2 4217 23 Y] wlz}
1 FEHH7 AFH HAgolr].

o] YL TAFFE olFi U= UApAtely ARlo]l HRFY AP Y
Wk F435t E3E s 4EAE o83 ZLoE nYF+= Yy e =
Y ZY 1= A4 SR AUy 3ol st & BA
= 7FRAL Q. #Ho® IR Wol AMEEE AL AYe2FAH o]g]
o= Xenon Lampl} Kr Lamp3o] AHEE|3L QIt}. olF HYLEHE 4
T U TREYY o o3 F3ER| U= FFl th3jA{ = Sensitizer
g AHESh=d 71 de] AH8-E = Sentizer Mercurye|r}.

Jd 1l 1
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SuELEdeld o FUSEE LE, oY, A4, 1B ¥E 5
A Waol o3 G Widl ol ¥ YL F7HS AL} Sensitize
r& Y75k FIHRIFAFZ P LFo] of-¢ HY AFE AA ZH
BHrl.

o ATOINE BIUZHBHNA olgi7ix] BEBo| YRH&ES
ddxof mxl= ¥ tid REAS A JFAEA PHE T Yotk
okt HWoj AFRH FAL SiHi BB FB| Mercury Sensitized Photo-CVD ¥}
HEG ARSI oA TR Alg]&(Micro-Crystalline Silicon) &r&
= F3olt}.
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5-2. FHXFAFZHL BN F=

Fig.5-1¢f:= d]|F A “de|&(Amorphous Silicon)a}z} njH|EPZLZX A€
T (Micro-Crystalline Silicon)u©}?| /d#to]] ARR-X|= Mercury Sensitized P
hoto-CVD ¥tZ7]2] ¥ o & 73 o2 Yehjdct WEE7] UF-e] ¥
BE 1 Torr BE2] Aol 7|22 HA| 400 oCo|3le] ye ot}
FRZE7|o 3 UFY v|E 4 SiHso} Hy 71A= dBY 222 {7
e ER7|(Saturator)olA] & XSl M7 WHE FYd€ch &
UE 7 A de2SolA U= W G452 W(185-250 nm)of] 2J3)
271 7|88 AM VAEEHE PARIth ol WAEEHS 7N
SE SEYHL ] o3 129 Z|ew FHYEO {olygM T, &£
i3t Ae|E2 AL R Wil 4= WAHEO nkgdE =3 ¥
278 B3 Yl ol v (=S W4T WEEHY 55, i
77U &k W SEFX F o27HA] 23 gl 3 FYE = 9
2|t e HeES v Hasol &3 UASA d¥E& YUsrh g
ng g7l dojihs olHE HAYL & FFHoE &3}y 93
A x| 5%, el igEH B8 AU B dE 7
22 floly EHo|AM Y HHEE BT siy3jof Yr

5-2-1. ALY

-2 HEEEFTH oM A8 EFHVEE HEI = Reynolds
F= 3] Flol FRII ¥AEE = Aol BFoln Adr)we}t ZAHHFY
4diFd 371§ Uehd& Rayleigh o= o] A et F43] %
ol A AQldejol = AAUF VAT FAY 4 v, EZ Ae|E 4
oY $1Ee w FAGEE 7|48 BFof vl ¢ elA JYIEEL Bu
1k 4}o] Pseudo-Steady Stated} 718 4 U3, 4 QAEF FAI3t2
HEE 71U BFo] AU AE THEA|ZITIAL 3P Fig. 5-104 8 2 2
At 2] A vkgTlo] o3 chE 2 AU A REYHAES
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UV Ldamp
L |

Quartz Window

ol H4,HZ ®+—-- @ B

' Tsub

Fig.5-1 Schematic diagram of photo—CVD reactor used 1n modeling.
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o

Ale 4 dTH29].

¥

d d
(pvx&) + (pvxvy)
X 3y
) oVx d
U + H
oX dX ay
0 s
(pvxvy) + (ovy2)
dXx oy
0 OVy d
U t i
X oX ay
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ofuizx] BE FBHY

J J
— (pCpvxT) + (oCpvyT) =
X ay
0 T 0 8T
k — + k —
dxX X oy oy
3 BE gy
J e,
(pvxwi) + (pvywi) =
dxX ay

olwf p, i, Cp, k= 7|48 REEXIE 18 U, FE, £, 93
rolm, wi, Di, riv 4% idE8 FAEE&(Mass Fraction), EZAXIEE,
eut-g-of 23t A& ot

5-2-2. Wrg& el

ZHUFAFZL U7l M2, Ao FHo] ojFo BT FH A
= A= 71l MY Whgo AF ATt WS4AHY, ¥EE7]F(Reactio
n Mechanism)7} ul-¢ J{33te] tfF-Fo A7t BEAQA o I AY |7
IE E3lol xSl orE HeE EL] FEso Y =84 4
FA3= vl =5cl. ER SiHg71Al= 180nm o]31] W mped ol A
gt FEIFci d3HA ] wfFol AYe2Fe mFF e 180-250 nm
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oA FEH317] M= =2 7|AE sensitizerZ | AE-3h=u] °|¥H
B¢ W71 8 u% ojyA "rh

Tachibana[30,31] 52 7|&of UEH HAA}E FY3t SiHs FE3) vb
S718 20 7Y HNtSEE ¥ THTable 5-1). L8} 209971
o] uk-gof EJ® EZAF SisHs, SisHio TY 27 2 A& =
< SiHyE IS EE ALY ZA$ SiHsd] ol uj3] ol H3 o|2FE A
dE]l= Siz2Hs, Si2HsF 2 A8 BEEHY o EXF SiH2 8} SiHzof 1]
3] 2 R% Table 5-12] RFGA&EF F2% 6712 WHgAl& U= THTa
ble 5-2). Table 5-2¢] upx|2to] X3H HI3HS £¥[32]0] B3H Sila
ne Saturation FArS T3 5t7] ¢13] X35 2.

Table 5-20] UE}YtEo] Ueol &3] of7]€ & Yx}7F SiHayt Hy £}
2} ur-g-slo] WAHEAE BJ3la o|FA BEE BEEFEHS thA| &8, X
AEl= B2 A ATl  Table 5-2004 883} ouz] Zlo] ‘0°'<l
Hl2-2 x1ulA el ¥l&(Instantaneous Reaction)o. A EHZAQ HAE of
2] glolx uhgo] dold& viepdict. A2 73-¢ SizHew UVel &3] 3
Y BiEo] BHELL P43t = 3pxInt SiHgof v]3] 2 ofo] Hrial K
o} SizHe 2] FE3HH2 EUAF|A] YT}

5-2-3. ZAXAI FHSE
HollA A2 BA o] Uyt FAZAL ol Hrl.
At x=0 : T = Tinlet, C = Cinlet, Vx = Vinlet, Vy = 0
At x=xp : a¢/a8y = 0 (¢=T,C,vx), vy =0
At y=0 : T = Tsub, Vx = vy = 0
At y=h : T = Twa11, Vx = y =0
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(el

Table

®

5-1.

No.

(r-1)
(r-2a)
(r-2b)
(r-3)
(r-4)
(r-5)
(r-6)
(r-7)
(r-8a)
(r-8b)
(r-9)
(r-10)
(r-11a)
(r-11b)
(r-12)
(r-13)
(r-14)
(r-15)
(r-16a)
(r-16b)
(r-17)

Heg+hv
H,+H g
H,+Hg
SiH,+Hg’
Si,Hg+Hg
Si3 H8+ Hg .
Si;H,,+Hg
SiH,+H
Si,He+H
Si,Hg+ H
Si,Hg+H
SiyH,,+H
SiH,+ S1H,
SiH,+ SiH,
Si,H¢+ SiH,
S1;Hg+ S1H,
SiH,+ Si,H,
Si,H¢+ S1,H,
SiH,+ SiH,
SiH,+SiH,
Si,Hg+ Si,Hg

([N | I | (A | A | S | N I | | | | Y N | N [ |

Hg'

H+ HgH
H+H+Hg
SiH,+H+ Hg

Si,Hs+H+ Hg
Si,Hs+ S1H,+ Hg
S1,Hs+Si,Hs+ Hg

SiH, + H,
SiH, + SiH,
Si,H+ H,
Si, H, + SiHl,
Si2H + Si, H
S1,Hg
SiyH, +H,
SiyH,

Si3Hg

Si,Hyq
SiH, + SiH,
Si,H,+H,
SiH, +SiH,

A

7.7%x 101
3.3x10%°
5.1x 1013
1.2x 1013
1.8x 1013
2.4% 1017
1.7x 10
1.0% 1013

2.0x10%3

1.0x 1013
2.0x 1013
2.1x 1013
7.3x 1013
3.7% 1013
3.4%x 1013
2.7%x 10!
2.0x 1013
1.8x10!3
1.2x 1013
1.0x10%

Homogeneous Reaction Kinetics for Mercury Sensitized Photo-CVD, proposed by Tachibana er al.[22]

E/R

0
0
0
0
0
0

1250
1500
1500
1500
1250

2000
2000
2000
2000



Table, 5-2 Sclected Momogeneous Reaction Kinetics for Photo-CVD

No.

(r-1) Hg+ hv = Hg

(r-2a) H,+Hg" - H+ HgH
(r-2b) H,+Hg’ = H+H+Hg
(r-3) SiH,+ Hg = SiH,+H+ Hg
(r-7) SiH,+H = SiH,+H,
(r-16a) SiH,+ SiH, = SiH,+ SiH,
(r-18) HgH+ SiH, = Hg+ SiH,

b — - . _ S—
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A2 F 2L gt} EoliAY BAXRAE 4T Aot TR
AT HHLY] TEE Twal1 E, 7|2 Tsub B ZFEHCCE  $H, o)l A
o] BARUEZ AR5V st i3t o] B3] EHYEE-E 18]35}
At

SiH3 —L—> SiH(ad) + H2

SiH2 —¥ 5 Si(ad) + H2

7|4 HAE $lo Wi EEHEYE el EH F3AE B2 (a
d)& HMA FAISIHct. ¢8 FHUEgo] iyt G0 tisfr= ¢
Hi7} Q22 ¥ Herz-Knudsen[33] 4 o2 RE idFo] iyt F2 =449
SEAE thE @o] 3 3Ac

kad = (RT/2xMj)1/2
rad = kad - B(i) - Ci

ol wf Mi2} Ci+ iy RIS UEhH B(i)= i8E8 HAAS(Sti
cking Coefficient)EA|, Hoj¥ EHY FAF == VA Tulct Aol
Uriil A [34] o7 wiFo] AM&¥ HFA4olri. Photo-CVD FE o)
EHHE oy o) iyt HF2AI4E Table 5-30) Vet  $olA
A2 EHRSAEEFE doly XML R ZAARAE thidy
o]l ¥ 4 sitl. &, Bl E oMol FAFE = g3 7]t
HAol¥ EHoE SAALE = Y(Diffusive Flux)o] BT Sjojy HH
oxel i BE4EY w=& ot} F2 HA A &3 ¥ 4 Uch

aCi
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Table 5-3. Sticking Coefficients for the Species in Photo-CVD

Specics B(i_;

H, 0.0
H 1.0
SiH, 0.0
SiH, 0.1
SiH, 1.0
Si,H 0.0
Hg 0.0
Hg 1.0
HgH 1.0

N Rl - il g .
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HddE olYe 3o iyt FARIAE EHO A FH2AFTE ‘0 o
gl ol EHO T Agx ¢riz dAsArt. ZHL&ELE SiH 9} Si
Hso] flo]¥ FERHOE FHYE e & 47 3] + AT Yo HE A
Arstgt,

M 0CsiH2 0CsiH3
G=6.00- 105. — - ( Dgigz - —— + DsiH3 -

ol FALEE G= uw/min 22 FA|EH M, = &2} SiHge] #£21%(28.09
g/mol), ‘de]&=e] Wx(2.23 g/cm? )& LieRdTE
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+AEABE] Hslol 93 Inperial Collegeold] 7R 2214 ZAS EA
ol TItt W8 ZEIAB]& $Fsto] AU}, o ZEage FEes
93 13708 ¥E2oges asel g JlEdd Fude AR ¥
23} 2AANe] BASHE ¥, AAZA3} BYAE CHRE ¥Eos 2
A v 4 Sth

AMRE XA WHE {3 &Y (Finite Difference Method)o]r
kR AYAEE 7|517] #13l SIMPLE ¢8| E([35]=2F upwind scheme[35]
g Argstaltt

Fig.5-10] $0]3 2x10e] ukg7)of cisl X&2} YRof 21x178] A4rA
< AT F X7 48 bl o3 second order parabolic HR|E ¥
218 AtgytPAl o8 "l F TDMA(Tri-Diagonal Matrix Algorithm)E& &£
st 2} AlitdolM e k& AASiAct. Foi Tl tfsf Alilo] ¥E
¥ the ©Ee] o3l 2 A& AL 7Y &F71A] o] Y
A= F+HAR-E HAY F, s =L wi71x] o] AgE& E3
A "ok AuRal] A BHA AWMU ¥Rl wE Uk
386-SX PCE AMSBIE W ¥ ¥ S%o] £08 AZE o} 1247 FFold

T},
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5-4, A 9 HE

RFA FH A FAX He , ¥Y, 75 Solth ofE¥
Hrad] 9ae] 4¥S5xed %@Eﬁl it B%S ¥otir] 3 Zzhe
HresS AT S9oA 4-53 v HAN Z2 TP P A AR
AL o] ALMEH FHEHS4L FFHQY o E Table 5-40 el o]
< Production Rate ©|%l Ha4= 7]AbolA 42 UA}7} Uvel &3] "171511"
SEF el o] g 71Xl 2 =} (1S) et A7 4] 42
=43P )8 sxul7l £8(34]e] UREE AN ¥ S AES -ri}ﬂl
g 3 F A4t ol¥ HeFESEH AAE Fo FAY Y
Zt&o] Table 5-5¢ el Qlr},

Table 5-4. Typical Operating Conditions in Photo-CVD

Temperature Inlet 298 K
Saturator : 353 K
Susceptor : 473 K
Pressure 1 Torr
Total Flow Rate 20 sccm
Inlet SiH4 Fraction 0.2
Production Rate : 1078 g/cm3-s
Reactor Dimension Height : 3x14 cm?

Table 5-5, Important Dimensionless Variables

Re Reynolds No. Dvp/u 0.4 - 0.7
Pet Thermal Peclet No. Dv/a 0.3 - 0.8
Pem Mass Peclet No. Dv/Dj 0.3 - 0.5
Kn Knudsen No. A/L 0.03 - 0.05
Ra Rayleigh No. BgCop2h3AT/kuy 0.02 - 0.06
Gr Grashof No. Bgo2h3AT/ y2 0.08 - 0.29
Ri Richardson No. BghAT /v2 0.25 - 0,30
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Fig.5-20]l&= Table 5-4¢| & FIFHTE AHEUE W €ol SEF
EE5 A 7 Zlolr}. oliFEe AR tFHo| 2RYUR A it
g°l7] #l3l 7|3t SAo] ALHE Wol 7| wiTeltt, IfolA B
o] SET X AV HU SHBEfE RoliL glr}.  Schlichting[37]0f 2|3}
H o|7} hgl 5 3t xlojojA FA|7} & uj| Entrance Length, Lh+= Li
= 0.04 x h x ReZ F3|R|3L HitEALo] AREH HHE7|2] Lae 0.04 x 3 x
0.4 = 0.048 o] B2 F-F F¥ FA|= ¥IE Fully Develop ¥T}.

Fig. 5-3ol+= HH&7] We] 2EEX7F vehy gl ETP7A= A A3
7tdEo] 4tg7] S 43T X8 FXHE ¢4 7 AUrh

Fig. 5-4of|+= SiHs&] 8 ¥7} 5% E X (Isoconcentration Curve) 8. ¥
Ly} e FE3E-2 FA- oA SiHe o] AJ|ES v Lo BT (10%9]
3l) B5EAMS fAY EEUUA AY £3& o|FaL gltl. SiH28] FF
=X (Fig.5-5)% SiHs&] Z 3} vy TXF Hol=ul SiHze| BEiES2
Lol BAIYE APt el ¥k-g(Instantaneous Reaction)o]2 & ¥Hg-7] 9]
yS ¢lRo] uwie} & W §2E & 4 UrHTable 5-1 =), 2L} S
iH3= AP whg-#nt ol €3¢l ¥} Wh-§(Thermally Activated
Reaction)ol] &AM x FEFEE JtE7]e] SiH-Folis 2EwXe}l 74
3 FXF BUCH(Fig.5-6). E¥ F-2o] #oq3l= SiH22} SiH3®] F&Xx
Aol glo]He} Ao £3oE i oET o|Fe Hol¥ 2 HY
G5, & FAKGEE 0 =HE ¢ 5 Ut

Fig.5-7o]& ¥t&7] ¢ixje] oyt Fa4x EXE <53 HER|F]HA
UehdEd FE5Y 1 AR {f4G0] F7MHTS FASET datitke
Az f<del 3] Fd=Es A d3diths Aottt EFH¥YFAF
3o A9 FYSEE BEUAY 5o o3 E5HEE Uit o R {50
7130l uiel HEAEEE S5k, #F3USA FHAA FEHSE
tit 542 g8l oMY dIUFA FHAMEY FRH TIEA U2 o
e F3E2} A g2 xrl W2 BE Qo JRthe F1l
71480l %71 ofg =g]7] wiieltt. &, fGo] "weld FF ¥E=
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Fig.5-2 Typical shape of velocity field.
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for various flow rate in photo—CVD.

148

20.00



o] 7|gto g W] FESE FAIJHTHE Soj& AFAILE AT ¥4
3 84T ALY FAWI HA AN ANFoE FHEEE A
2ol o|F2 A HYETl fGel TSItk AMUZREE ¢ #
lt}.

Fig.5-8oll= ¢dFollMe] Z/go] HAYU wof ol FHGKEEE HHST]
o] ¢xjell whets Jeldlltt,. 1 dAGEE QoA e SiHy v F7h
of wiet F7Ig Loluzl #Alo] wE HHE AMPEd, ol Y74 SiH,
SE7 & B AT E(F, 187 ¢Ro] wE) SiHy 3 EIL
A vehtr] gigojtt. ojo} A2 AEL L2 wEXxtof] o] ¥Hg7] ¢
Tl Kt 3hE7] &FFolA FASGE A7t A3 UeEh:s FAER
B =¥ o 3t 918} 2 Auiol] dUE= d1olAe SiHy =
X7t 7 el wel A4HE ' 5 St

Fig.5-90jli= ¢{X|of w2 Sk WHIHE R/ iSUHo] ofj3j 1}
Elllad AHgoAes 29E 571 WolX| 2R FAGEE HAIHHCL
THE, JYEE 4YES $Rol mel 47 S8 = @3S oA 2}
ol & F7H= oflddrl. oA FHYUFAHL] Fe FASGEE EHA
E &0 o3 & L UA| YoBEE UYE URrheir FdEoE= &
BB v #] K317] wEoltl.

Fig.5-100jl+= o 7}A] W47} 22450 nj2E d8S X352 duz
st UelWlltt, 2 W42 R Jol B tiEEE AWt vaE ¥ +
= §XI% FHYFAY A o FAGEE TRE HeEHRThs WY
2l A 2FHEHE ¢ + 3t

149



00710 - N
ceeeo 0.99 (mass fraction)

. ‘
( oty (0
- rirtrirr O 8
EEO.CMZ =+ .5
N |
-
3.
QL A
“Ei ;E? ‘ N
. %
0.006
C_
O
-+
mr
O 0.003
@
O
)
|
0-000°5 4 Y 76 20
Position(cm)

Fig.5-8 Deposition rate with position
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Fig,.5~9 Depasition rate with position
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Table A-1. Lennard-Jones Paramecters for specics in CVD

SpPecics U e/x

H, 2.92 38

I 2.05 145.0
SiH, 4.08 207.6
SiH, 3.94 170.3
SiH, 3.80 133.1
Si,H 4.83 301.3
Hg 2.90 851.0
Hg 2.90 851.0
HgH 4.60 560.0
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Table A-2. Constant Values of Paramcters for Q, & 1y

For {1y

Constant For Q,
A 1.16145
B 0.14874
C (0.52487
D 0.77320
E 2.16178
F 2.43787
G
H

1.06036
(0.15610

0.19300
0.47635
1.03587
1.52996
1.76474
3.89411

—
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AZ|AM oAt eap= FEQ AiboAele= el 24 EFHA 49 o, €
Z2HE 23 do] F33ct

0:py and € 5, are defined as follows.
.1t
{ ”2 €. — (e ‘€ 1,2

2

A, B, C, D, E, F 6= #E2AtA 4+ collisional integral, Qp& AAIdh=
o Mol Ab4-gto|cHTable A-2).

A-4. €& A
HitgAlol] 2UH EAEY €Y Ages =0 o3 v 32
A7 &3A QA9 39].

Cosina =(11.2+0.1XT-5.6X 105+ 6.8x 109 x 12)/4.2
\ .
Cp,SiH3 =Cp,SiH2 = Cp,sn-m I

Cotz =(R7.14+9.3x103x1-1.4% 103 %12+ 7.6 0H-9[3a*T3)/4.2

Cp,H =4, 968
Cp,Hg =4, 968
Cp!Hg. - Cp,Hg

CP,HgH - 7 16
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