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N EXBRABE

This invention provides a novel process for fabrication self-assembled
nanoparticles which are formed on buffer layers without additional process of
mask making and allowed for any degree of lattice mismatch due to materials; that
is, nanoparticles of two components, three or more components comprising
Groups III-V, II-VI or IV-VI could be grown characteristically by self-assembled
process according to this invention.

Said process for fabrication self-assembled nanoparticles in periodic flow rate
modulate is provided with a first process, where by applying a buffer layer, a second
process where turn on the purge gas and modulated the first precursor to the lower first
flow rate, then the second precursor is supplied to the buffer layer to form a metal-rich
island on the buffer layer, and a third process, where turn on purge gas again and
modulated the first precursor to the higher second flow rate onto the buffer layer on which
the metal-rich island is formed in the second process, the metal-rich island is formed the
nanoparticles of the ternary and quaternary III-V, II-VI and IV-IV semiconductor material.
Finally, the sample was recrystallized under the first precursor flow at high temperature to

form high quality nanoparticles.
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R~ AR
(— )3 B AT B & % 1l %8 3
AREHURRN —EHFHEO R KB EET - %3 R
HMEREREESBEREFE -
ARPERANRENREEBLEBAETLHERAA N
TERBELIHRMEFE PO _MGHE - EH_GBEZ N
ECOBRABEGEREAE S UEREELE TR N KEHER
- WERA TERTE REETEREYTLEXRTH
BEEXR ESEWR #ZH®E  DVDEEESE » LIkH
EFTESABERKRKEECHEAE S -
(= )% B % fig

E4ERBRAECETHBEFIEE  FHAEEAEAREX - K

(;ﬁ‘_}ﬁ

(m%i
Pt

BRIIX SEEREESETHEREIRE  —EHEEEXE
FHEIBMBERAUKRKEBERVERZRE - L 1 BZ2EX

T BB S P (L. Sugiura, J. Appl. Phys. 81, 1633
(1997)) @ R B H B AU ENEERE  HEAEZZHXLE
LERE O ERESABRAUNUEME - FHXBZ2HKET  HEFRE
WEHW p/n A KREZEEE IRHENITREETFTH
mE FIHEEFAEARNEBERIAEEBENES ME M
A - B—HTH THEBIPEREZEEBEEIERLE
HBE BE J8 (barrier layer)®8 i H# & (well layer)#f ¥ i & & 18
ANUEME BHRRKEBBRBE > 0% 8k (dislocation) ~ & =&
(stacking favlt) W E A MEE R LR E > FRERKRE L RIE
— & & # B F JF B H F ¥ & H L (non-radiation
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recombination center) B B B - B EH FHE S B - £ LK
K ABBREE  MEUBRGEREABK > BHHEHLRX
ZHB - KIEMRRES AR EB-LETH R EZ
S BHEIM —SHEBENT R EITEERBILE <R E K
TLEEMBRKEZZEKLE

RBEOEFRZHIEBZEHR - £ InGaN/GaN % 8 8 F H# 8
FCEXRBX_BEF  EHERAEEH > LB FH&E
NEE=-MERZIERNER  MELEEXNBENREEH
TRIENE RETUERMXKIBERE LT HZ &K
$°Bﬂﬁ’éﬁfiﬁ?‘ﬁ%ﬁﬂHﬂﬁﬁﬂﬁﬁ&fﬁﬁd\iﬂf—%ﬂé*ﬁZ%—f*ff&RE
B EZRKKRNABEE=Z#H (3-D) Y HFRIEXRE - B &
TCREBEESAODER FRB -—REAEEDSEEME - 1982 £ H
ARFEKRE Y. Arakawa IR EGF A SR E#E T E M E
WRE HHEHURANEFZE S Z %8 Laser diode, LD
) B AU REBEEMESF AR EARAE AR EWELKE
M(45A/cm” » EREBFHEH BBV AG RS WEE
REESEERES K -

ERATE R AN BB ITREEEES>EZEHERNSE
HERBHER R KM ZEM RN BEML - & REXHEBE
CBEX O RREEZZBHABERBRZIGXEZ  HNIUTRBH X
R B WESARKEAEEBED  TEHARS & XHEX -
mEGOME - BERAZ BN FN Z EE (light emitting diode,
LED ) BE—FTH BREAXNTENER > BEET

i
K

B % 7 % & %8 (single electron transistor, SET) » H A H &



1237391

FE-BEEFHRAATUMFEE  KAMHERERESE - XEH
FEH 10 BEETF  HFHIELEWNBEHERRBKES FHKE
mEN 10 @o— ANWERSEER EBRBEFEIDIXRZER
R LRFRERKSEBEAN KRB LB RBREERE 2 B
HRAZRMWMZWHREBR -

EHMAUBRERARNZEWR BE: (1) REEHAHN
Stranski-Krastanow ( S-K) K& H &% + (2) Anti-Surfactant
Kk GE s (3) BEETITEKRE T ® -

S-KiKEAEME 2BMRF) HAERGKEREREERE X
%&%HﬁFaﬁZ%*@XEEBEM%ﬁEA 2%LL £ - B F A& &
HEAERZEIHEFREE(tc) R HZ2HEB E 6 8 (ystrain,
te) LU EEH®E S-K BRABKKR R KA &G K - 3% 8
B E B K BE (v, buffer)< & &5 ® B < = M 88 (v, epi) +
BB B E & M EKERMMAE R E B (v, interface) + v,
strain(te) : WREZAZHH  AEEZSEFRKIEREEYEE
H M TFPHAERNREZ2RE =M 2B R (H#R ) T KK K
R HERREABRZ L T EEHNEERMEHRERRES
B EH 5~7% 111-V 5 1I-VI R EWF EE W
InAs/GaAs - ZnTe/ZnSe % #f ¥ = % % ¥ % ff £ - Nakada
Yoshiaki Z Fr# 5 2 5 F > JP 10289996 K JP 9283737 th
wmr—EHEMR S-K KRER > FHEEK InAs RAK K GaAs
E B 2 it B % > Daudin % A A Phys. Rev. B 56, 7069
(1997)% 3= Z ”Stranski-Krastanov growth mode during the

molecular beam epitaxy of highly strained GaN” - {& 4 #
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(000w EFE L ERMA MBE R EBEMN B ERR
ABEHRER T E1T A (Nitridation)fF #H - #Z £ 500TCH
BMETHREBISMLEZ AINBREHE REBBEREFEE 650
CHE 2umEEZ GaNBHE B HFREEES 200nm
Z AIN fRflf g - BEFBHEMN 7T10CHEE FTHKE 4ML B GaN
R AKX MiyamuraZ A R 2002 4 & K £ Appl. Phys. Lett.
80, 3937 (2002)”High density and size-controlled GaN self-
assembled QDs grown by MOCVD " R HE B BE# & B
W AH UL AR Rt (MOVPE)RY 200 torr B 7 F it & GaN £ %k %
WAINRRERE L I A= F & 8B (TMADE = B X £ (TMGa)
BINIEKKERE  SRANHHE VERER®R - KW Lk
METEBRREEABRB I EZIRAN  FHHEEHEERF
EEEBILE  MERARNAEBEENE - BEZEZHRBERERK
R EBIRANASZCAERME S AR S-K R HFE Y
EREEEBIALTEREERNR 2% U LM HERERK > KIBEREES
DEREAUNMBZCEESE - DEHATEE XS - BB -
EXETEH _BREEALAETHD  HEZERAZ I KA LY
MERKEBA BB FEZ S-K X Z & MLIETFGaN)E &
B > BRIRALSBOAINME (EAEBETILEEEH 2.4%) H
RHRBKE tc=2~4 ML Z GaN %R & (wetting layer)#& > H
RAINREREBERER=Z#ERZ GaNR®Kk K A MERK AIN
ZEFRRERNE  HH/8ZMERSZ GaN/AIN = KK # H
AHEBERTHRFELERH EHEK

Anti-Surfactant i Kk H & > MR kR S-K K KR A T
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LEKXRNMNRFAECEEANRAEARMB AR CBRE - H XY H
£ 2 Wt 52 Bt Tanaka &% A f2 1996 & & 5% /& Appl. Phys. Lett.
69, 4096”Self-assembling GaN quantum dots on AlGaN
surfaces using a surfactant” > R HEE BB ALK E (~ 0.3%)
Z Aly 1sGa, s N#EEE £ » DI K GaN Rk &z & flr - H
SRR EHREK GaN RAK K ZHl » L1 Aly 5Ga, ¢sN & &
B xmEBAZZEW(TESH > DERBIE Al ,;Ga; N Z
XHERE G MEEBERKXKREBEEHEER v, sican<7Y. ocan
Y inierrace © BA K GaN IR K fI e

EEHIETERRREKRE Arakawa W R E
B By 2002 &£ & £ Journal of Crystal Growth 237,1312
(2002)”Fabrication of GaN quantum dots by metalorganic
chemical vapor selective deposition”  {(RE & E E L & &
B SiO, CEEERE BREE SIOEBEXEEZLR 0 KK
HAAMESRE  BRELERRZEETFHEE M AR
REANAEBCEREEASRARNZIE K - KWW H A KME
EANFTEHRINEBEREE  MEMNHEEBREX > FRZ
FERAMREAXNMERZLFERECETHRE » BLERFFHE
Z A HR -

MR ECBORM A FABPHFALHELHRA
LZREBREBE MRBELEL - EFEERELSHEREBEZIRAN
BRAE  RUEBHHEREAZEZESZERR TARFR KA
A FERSACEREERFE > TREFHRZTHKAKE
ZTTHMHE MUBRERESEGRERARNEMBERAZIEEHTE L
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CABHRMEBECHAERESHE S E THHAERYDH
HEeEET AR HRERREBEBHRENE  AFTPHRERE
% W P FI 2004 £ 6 A Z H ( Wei-Kuo Chen et al.
»Formation of Self-organized GaN Dots on Al, ,,Ga, 4,N by
Alternating Supply of Source Precursors”, Japanese Journal
of Applied Physic,Vol.43,No.6B,2004,PP.L780~783,June,
2004)

(Z)BHAR

2B N — %E%ﬁ%ﬁéﬁ SR B MER I %R RN B
Eﬁ'l&?ﬁ%%ﬁ%%ﬁaaaﬁz%Zﬁﬁ’Ei@ﬁ%ﬁ’éﬁﬁfﬁefﬁ%%fﬁ
BREILCETHECHF -

HRAME TR AR REEARN L AEDEHFRLZRHFZRY
ME  #lwmS-KRAEF  FTANEBRTHEBEZCHEHFEHF
mE A LEME  ERRAKNFPEFAEBRBMEKST K&
B LR HRFEABALEE>2%U L2 B REM
WOYATURERAN B EESE  ZHAEEERRE T E
T HRFBFEAENEBEEEECHFERE  RAF&ETH®
BHIER K ZEKXK -

it AFHNBEEENERRERE -—BEHFAEHOR KK
BHEHFE  ALERARFERBLEETLHIHE  F8HRE
AnxHcHELEE RBEDEXEREILIEEBESNRBERE
e

KEHHWE _BEWEREHR -—BELULBETRE (Self-
assembled) FABERKNZAE  FHBZEBTRES

-11-



1237391

N mRAKRNAREREAMBEETE L > 3638 0 & Kk
M EE®E  MBARFHZBEITREG (Self-assembled
) TABEERAKKNZZHE  BUTREBEERS S FALTEE
EEZTHRASGEBZIEEREB LRER AN > DEBER KN
PXBREEE  RBAZFPHIE_EWN  HNBHFELRSF
EHRBEREECHE EUIREAMBZIREEHRE L K
REAK HOUBETHEZIEHERE - |
REBEAZHZIRARNMETE  REHAEHERE
AERBEARTAN WMBE-—BHFAN - BHTREFA
ETAHFHFEEREERFR  HPER ' £ —ER L%
RERE-—BMHECERERE ABERBEREGHGEA S
L B R %R
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BB ELEYERYAEZEZERE v, * =
TwERBERERSSBNS B EALAEYE R CHEE
BALEE>10%2KHE - Wit B S BSE2LS
MEMRHWER  TEEZERBRESE -—NNEWEERERRNSE
—EHREHE  HIHE V-WEAZHEEHET > F
RURE-_XREVYER _-_HEITHRBERZIALEWERER > m
ERREBASEBaELEUIERY -
ABZEPR T HEBHPEREREELIBRR T EURE R K
W B2EIWE 4 BEFRR > St —FER 1 (F 4(a) B)
 THEEREBERETE 2 (F 4(b) B) BAFRSKR
B3ITHEEE-—REYW 4AZEERE-—EFHRE (¥ 4 (c
)BT EBRERBACE_-REY S BUEKRERE L
FEReEEaeBREBEaELEMZERY 6 (8 4 (d)
B) TEZERVUERR BABERREB(E 4 () EHHU
ERAPHEBRYDIBEGE -_KREY  BREHRAZEZS —
REWMEsRE —_EEREHEE 4 (F 4 () B) =X
ERXYMWAERRHNE-—REVEERET  BLUBRES
ExEBERXN 7T EHEETH —EHRREH - KKK
W MEREXRNDATURBFRESE -~ REYWHEEZ-KE
MEEBRE kB AR MRZEH -
AFEHCE=ZHHNRT T hELZH  HARE
ETHRUEMEW IR KA -
RETRAAAUEREE III-V K -~ 11-VI R 1V
M Z_ThhEYWIRAN  ULAFEEEERKK
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TERBLETHIRAE HR-IHEHANESBRLEET

HREPREER 112111 k IV RSB &K E BER

HENHEME ABUURE LR ANZHTE  HFE
REMALRBEBRES VK VI KRk IVERETE

H
l

BEIREMALURBEEHRERS LK -1 KR IVEFRAETT
FOoREFAEREZIFTARKE III-V - II-VI # IV-IV &
EY o mH o REAZHCEHEREREZESEKE S

O HEHPYBRTITE-KREDEE_-_XEY  S450US
HEHRREWHRMEAR HRLETUHRKEZ=ZT 0 8MT L
ExtkEVR K -

x — IT~ 1T~ 1V RSB Z &K E B ERHRBE
s 2y #%(Ga) | $a(Al) | $H(In) | $¥(Zn) |$B(Cd) | B/ (Si) | $8(Ge)
S A% BU(A) 4.15 | 4.05 | 3.25 | 2.66 | 2.98 | 5.431 | 5.658
FEEE(meV/A?) | 44.8 | 58.7 | 35.4 | 49.2 | 38.1 | 55.4 | 33.1

FRR=ZTEUNEAEAERAKN KRR HTE » RIEA
mEHMEREFREESRE  HIPRWOWTHAME @ £ KK
EE-ZBERNEYC=ZTHEDRANE  HRAEREYE
EREERFRS EHARBRE "KREWEEREEHESE —
EERER BE _KREVEFE=ZKEYWRKEA S

=
T BRI EAEABABE-_NEY  BEBEARE=ZKRED(
m s WHRAR) UEHKBEE_HBE="REWITIRERLZ
tBUEscBEEBEMEGYWERYREERE L BRAS
-~ REYWEEREEBRBE_EHFREFHLXRB&EET
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RFZ=TtHheWRAKXK B85  AlGaAs-InGaAs- AllnAs
~ A1GaP ~ InGaP -~ AlInP ~ A1AsP ~ InAsP - GaAsP - AlGaN
» InGaN-> AIInN- AIAsN~>InAsN-> GaAsN-:ZnCdSe~ ZnHgSe
« ZnCdTe  ZnSeTe ~ SiCGe - ¥ It - HE = % B 5 & 75
AUERARMPERREEFENEXRERBUEZN TN LKA
V)&= KK > B & P AllnGaAs-~ AllInGaP - AlInAsP - InGaAsP
- AIAsPN » InAsPN ~ GaAsPN - AllnGaN -

EREK LAFE _RE=ZBWHRHEZ T K =T U
EFRANMN EMATERMR UV-LED (B FERMEMN 370 nm
) ZHBAE KE R-GB =ZBBAWMEGSRBEABES
 90% Ll EzHX LED: HEIBIAR AKBEMmMBREN UV-
LED & EH i LAl AlGaN R F* (FFHES Al HrEFIE
HHER > RMETE 280 5 254 nm> HEUERHXREE
BECEXKN) c HEE AlHGH AlGaN K 2 & B & =
» BB L AlGaN £ 8 fF UV-LED X ER M Z |/ KA
e AFTHKLEAEBENFARBZI TR =ZTUER XK
» KBl R GaN R AlGaN RAKN B RLEBHEHEZ UV-
LED % AR KA ERFTKRIERF -

AHEPA TR - FENREHEREREBEZIR
kKL e

AFEHEB _EBULELECEEFZE  "EMEHRXK
MW EEHRAEELE  HITERERERETEAERS
TEZCERY BEAAXRREBELLBIEZLZEARY
CFERBEBECRKNL BE  BEAKNZIKRE @A

-15-
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AREBEEBERCERRERARER T KN & AMERHAEKX
N

FEFLULEHERRERERKLE » ATUAES — K E
BRHE  DBERELXEREERSHOR KL > B
KREEBHEFSAERELREGEBE 2R KA Y]

%
H

EREBEZE "HRERBETEAE-KXREY  HHFE
FEEELE2BEERAREBEESEAEYENRY B H
NTHREREBEEEBESZCEFE_RRBERBAE —REY -

U REBEN S L ERARNLGERE  MESPE - ER
B AR L HERXKXANBEME WL (recrystallization) Z 1 &
#E EEBETERRIEANABEEFEREBREZIER

li

il

EEE WMEERESERRILEER
(M™)E #5730

rXZEHBIAWTINZEBA - EHEAXXZXE KO AFRBE
R -

BHMEREREEERE  BFRREEBITLKEE
~0.25%2 11%EHA KA LEERTRE L HREALERXK
kL -

BEA 1 (GaN RTAKK ZKEKE)

BEABBMME OO iR ALB\ER 1> BRABESR
#We B K MU E(LP-MOCVD)R # Z K E B ( reactor)
A EREREES 11200 TBAGR REREBEHET
HERETTDPENREE  HHFHEHREEREET > &

ER 28 6.98x 10°° mole/min ¥ = B £ 48 (TMAI) » 4.42x

-16-
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107" mole/min 7 = H E £ (TMGa)F 8.79x 10> mole/min
YEENH)BRER®E LR EBEEH 0.5 um- 8 # K
E%T A EEEE B EEE - MR BREREE
% 900°C - X MEBEBE 7 ¥4I ZE 200 mbar o FF O T F7 88
rEHBEMARALEARE, c NEHERREBELE S K
EEa
- BHRERME SHGL) BARKRAE (A% 3
) UEBREGR Y EE NH, REY > I8 NH, R 1 4 5 &
EHES - L HKBEEE(1.79% 102 mole/min) » Ll T o
— S BEAY TMGa REMAUEBENE —EEHE T
B Al Ga, N BEB LER S BER S BB RLE
MmTBRY BTEMR-ETFHMREZ GaN M U
Ao BEENE REVRGEL S —SEHE EBDE 900
CEMREBERST > Al, ,Ga, ,N EHBEEZAE T
xm o MEEACESETREAEAAZRERE R -
TMGa K FE %58 A B B (M1 % 5 B (b)) B TMGa K

}

FEY 5>  EEHEHRERZES 8.84x 10°° mole/min B A 20 # .
D mREesBEXRXS2BEEETELEYWCERY 6 1B

Al, ,,Ga, "N B EE £ - B Al ,,Ga, "N X H B B
107 meV/A?  HA N EE£BELEMERY T XKE R
45 meV/IA?) HEAELBELEYWERYWE Al ,,Ga, N #&
@B vz F O OFE®EE (268.5 meV/A?) Z M - W W 2
V-WHAZ=ZMERYWBRREHSH » KME Al ,,Ga, N #&
mRELERERERY 6-

-17-
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arard

BT E(E SE(c) BWE TMGa REY » & A
Hhe®E 3% s WE - UEBRRERBERYWZEE TMGa
X F& % -

H XK EMEBEARKG SE) & NH, R EY 4 &
RENE BHERFEF-EHFREAZLIEBNRE_EFRE
(1.79x 107" mole/min) s A 10 ¥ - LIHEERYWE X RE NH,;
REWEERET  "WAUERLE RIFLZ GaNTKK 7

B OBEBMAREHUEREREZZESERR AEY 0 5 —
EXEYREFAZEZLSA HMELAZEHEREFAEEZ & o
BRERAEF  F-FERERIXEY NH, R H i & # #75
AUl EBREBEERFREAZSAEIRESE -EFRE
(1.79x 107 mole/min) ( 5 6 (e) FTR ) - R Z R
TMGa X EM% »  XNEW®W NH, REMERELT LUEFR
HEEHEHABBREEF -EEREZI Y FAEIREE _-XEEFH

l l

9 B (1.79x 107" mole/min) (% 6 (f) Fr 7" )

BERb 2(ZTHULEAETRANZ KK )
TRREEZEBEREVYI=ZTLEYRANE  HHEHKX ®
EYMEEREEFR HEHEEBE "KEVEEHREEHE
E-RERNER RKRE_XEVEE=-ZKEYWHEKFE A (A
HEITEBERR)KETARBAREIKREYD

BBEAB=ZREYWNSE 8 BAT~) LUEBRKBSEIZHESE
KREYWTZEBAZEBESBELEYWE RN E

[

mEL BRAAF-"XREVEEREZBESE_-_XEBRE
FERERREBUERFI=ZTHKED R KK > 1 © AlGaAs,

-18-
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InGaAs, AllnAs, A1GaP, InGaP, AlInP, A1AsP, InAsP, GaAsP,
AlGaN, InGaN, AlInN, AIAsN, InAsN, GaAsN, ZnCdSe,
ZnHgSe, ZnCdTe, ZnSeTe ~ SiCGe & - tHRA 2 % B /5 & /8 1
DERAPREREFNERERBEL LN TUL EAEYR
K K > 70 ¢ AllInGaAs-~ AlInGaP -~ AlInAsP-InGaAsP- AlAsPN
+ InAsPN > GaAsPN + AlInGaN % -
FEHRERA | k 29 FHERB L GaN k AlGaN { K
@ AEMMN UV-LED ( <370 nm) Z & EKE& R-G-B
ZSEBAVMESRREECESK 90% L L2 X LED

B 3 (REERERARNZE EHRZ)
(—) BEHEBREENZHRRK

HZ I0EBRABVHEAEHUEREFNEELZERATE
REBETHREZCALERANETF IEMEEE 0 E
R B E RN 840~940CH » WM A LLTE Aly ,,Gag 40N #&
mRELBRIANAFPRZAMACERAN  HEE&SH
AAREREBEPEE EREHEEBLEEE S AMNE K
RBERESR 960CH » ZAMIEREBEEIAALAERAKNLL
R (E 10(f) B) KHESMNEREXEDEBERE &
FTRHREBRESN 960CH » REEAKBRBEERERELZ
EHBEBRBREERAWBR _ T EHREBENX - M — K
MOVPE M ERALBHER=_MHIBI _HEAXA IR KR ED
B 800CALE  ELERFABPURLEZTEATUERSR
MEBE THRREREAR  HAEATUEGSEBLEBEE IR
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