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B PXEARE

—BRHAUBRERANBY TE  RUEEAWNEBTERKEE
M#EckEBREgL AFZEMEXEH (mask) ZRFE - A
AEITREG 7 (self-assembled) KB & III-V & - 11-
VI R IV-IV BB Z 0T - =X EhEYWZTKHK

ZTEREERELEEBRRE-—BEMHBZIREERE > KRR
REERBEHEANASKREHIERERANEZLIRLE B

=]
EBAREZREDE > LB A FI‘?‘%’&%E%@%’J%“&EE%
ERMEBEE-—XBHHEHEBE BEBIAIE_-_XEYRSIUE
FEHELPREBEXBZSEBEELEYWERY  BEA
FRABLUBRERAETEREBEIESEEZELE Y E R
MeE_REY BHHRARIAFEF -KREVDEBRSFEF_EBERE
HEEZcBIAZEcBEELAMERDTLUR RERK
K- ERREZTHAEHAERERAFIEERER  REBES I K
REETETHEHRAAALTIR  LUEPREBEEELCRERER



200607089

ANE S & LR

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
(— )8 B f7 B 2 5 7 4 B

KB RMN —EFE R kR R B R
MUK BEALEESREHE -
FBREEANCARERB LB LEBETH R A K
EoEBEERINE AMBX - EE - BN EE
G BN BLUBELE S TRAELS E NS EEB
B KEEY  XEEEE RAERZESTALENA®
EEENRE  KEER HOMH DVDEZEZ > URE
EFERBS T KEL L HWE R -
()% #1 % 1

EFLEBABEANELES  EWNBRERE - E
BHEDE BEEBEIMHITHBHIRES —HEE %
AEBEEEEALRREERNWEE - DB 1 BB K
TN MBS H (L. Sugiura, J. Appl. Phys. 81, 1633
(1997)) R EEBABEWNEERX  HEE X B X
YEE  EHARSEFCEME - BXB2RHT HBE
KEWME p/nh RE KRYREEHE HAHNSEETH
B B BEHBARERNERLBEMNES WA A
BH - B—FE THEBTERAEERBERERLE
g B M@ (barrier layer)SE fi # /B (well layer)b & B 2 & #

(ﬁ

Y4

FEEMBME BRAKEOE %5 (dislocation) ~ & =
(stacking favlt )W E L MEEF XX FRENRELERE
— % B R ®E O E B B ¥ & B 0 (non-radiation
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recombination center)HJ ﬁ?ﬁ CBEESHTFESR > EEURK
XA BKEE  MEULHAGEEABK > B HHEFEHE
BB  EHHEAMNEBEESZFAREZPLPEBALAETIHEMEL
B BRI —SHEBENAREIEERRELE R EE B
TEREMBRKLEEZELE -

RBAFRZIWHERR > £ InGaN/GaN H g & F H #
FREXTX_BRF  EFHEHARSH  ZEFHEBE
NEE=ZMERZIEXRKE K Wi "KM HEHKREF K
FTRIERE HRETUAERMBABREREZHLTHZ R LK
K- -BHRPEBMEBABERRRBE DR ZRABRRE
B SR KN ABER=# (3-D) CHEFRMBHE  HH
hRRBEELAOERE FREE -—REEFSBME - 1982 £ H
ARERKEZ Y. Arakawa ZEBEGHNREETXABEB R EEE
MR FREURKRNMBEZESHS Z BB Laser diode, LD
) " RHLUABEBEENRABARERABEARENVERLE
M(45A/cm? > EREFHEH _BRBO /A AF BT EE
REKEEEBRT®E

ERMAET LR AN EBIREBEEI B CBEMREERS & -
HEBEBHEZEHR AN ZERMKRD > BEHBIL - &K EXKK
TR} O REAHR-SEBEAGRRZIEBER > T RS B X
X WE o BEWMBESAREBEBLD  WERBRS R LR
EEAMNE  BERAZBENXSENXZHEE (light emitting diode,
LED)Z ®# B—FEH BRKRKMNTENER  BEEST
Bl B F % 5, 8 (single electron transistor, SET) > H i H {&

a

fﬁult
llﬁ
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FE-—BEETHRATLUFES  AMHEHBERESSRE  ZFH
AMFEEH 10 BEETF  HUEEWNEDERBSEBREIERE
miEN 10 Eoz— EAMEREEER BHREFIRFEER
A TR FRERFERANSRBELPERBAEXEREB B
HMEAZKMTHEREER -

EAMAUBRRERREZEN B8 (1) BREERY
Stranski-Krastanow ( S-K) B & HF &% 7 (2) Anti-Surfactant
K A®E D (3) BEEBRIIERER T & -

S-KEKRFTEME 2EHNT) HARGEHERBEDE B
EhEEREMEACEBITLEELAKRR 2% LU L EFREE&
HEARZZEFREE(tc) > ;ﬁ;fﬁﬁﬂ’] € % gt & ( ystrain,
te) » A LLE Bl W &2 SK’I‘E‘EBZE’**MZ{I*#FT’EZE%ED
R BB X HEEE (v, buffer)< & & H K Z K & 8 (v, epi) +
REEHRELREERMBME X X H B (v, interface) + v,
strain(te) s MR A KNG  AlEEESEEREREREE
H_#HTFHERREEBR=ZMBEZIE N (H#ER) T KK K
E HLERRRABBZI S ZHANERZ O ®ERRK & H
FIEEH 5~T%z I11I-V 5 1I-VI K EaEHW+EE > W
InAs/GaAs ~ ZnTe/ZnSe & M B < & K H 8 {ff £ - Nakada
Yoshiaki ZEF A 2HF » JP 10289996 K JP 9283737
Br—EBHEHR S-K ARERX > FEEK InAs BRI GaAs
BEEB o E M B#& > Daudin & A ¥ Phys. Rev. B 56, 7069
(1997)% 3% = ”Stranski-Krastanov growth mode during the

molecular beam epitaxy of highly strained GaN” : {& % &
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(000)E » EEEHKMIKA MBE R R EERN - ¥ % HR
FEEBE T ET A &k (Nitridation) 8 » #Z £ 500CTH
BETHREM ISMLEZ AINBH R AR B EEFSEE 650
CHE 2umBEEZ GaNBEEHF 2HBEREEES 200 nm
2 AIN BE B > BZERN TI0CHBEE FTRE 4ML § GaN
Z5 K K R > Miyamura® A A 2002 4 & % 7£ Appl. Phys. Lett.
80, 3937 (2002)”High density and size-controlled GaN self-
assembled QDs grown by MOCVD th # R if HIEE A & & &
% 10 VT P& R % (MOVPE)FY 200 torr B F i & GaN % k #
WOAINME @B £t 6 = F % 8 (TMALSE = B 3 %% (TMGa)
BRI ERESRS &% NHDBS VEKERE - 87 @ £
TRFEBRERABB AR LISk RARHERHEE
CZRBRFCE MESKXHANETES  BEZZRBEER
PEINSAKEECABREME KR S-K REFH & B
EREREFTEE KRR 2% E2 BB R & kI8 B E M
DRERAMM B 2 EEN - MBMAEE XS X -G8 -
EXEH _BREESXETAET BREESERZ UIEALY
MERGESH > EHFEH S-K BRZALEGaN)EE
B RRALEQANEE (EREFCEEEY 2.4%) : X
FZHREKE tc=2~4 ML 2 GaN 758 @ (wetting layer)f® » B
RAINBEHEB LV RZBBERS GaN BT R K AT HES AIN
EEREEN BB FESE L GaN/AIN %k K
ABEHNTHREL RSN ZER -
Anti-Surfactant F & A% » BB R S-K KEE AT
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CRANBEFEREERANRERMBARKRCBRE - BA Y E
b, 2 B 32 Bt Tanaka & AN [ 1996 &£ & X [ Appl. Phys. Lett.
69, 4096”Self-assembling GaN quantum dots on AlGaN
surfaces using a surfactant” R K & AT K E (~ 0.3%)
Z Al, 15Ga, NBEHEF L » MEK GaN Rk R Z &Kl > H
T HREB C EHER GaN |RKK 2Bl © &7 Al 5Ga, 45N B &
BeRHEBAZZEW(TESH) LK BEE Al ,sGa, N &
FEME MEEZBERAKKNEARESE > v, sican< Y. can
Y intertace ? LABUER GaN WK AL -
BEMVNEIERSEREKRE Arakawva B ZH X B
B2 By 2002 4 % £ A Journal of Crystal Growth 237,1312
(2002)”Fabrication of GaN quantum dots by metalorganic
chemical vapor selective deposition” » {RE R & & L & %
fE SiO, cEBREE rBEREE SIO,BXREEZR 0 BE
HANAEREE BRELARAEZEETFHES  #HMAR
BESNAHBCEEEER AN R - RMKHFAHE
CEAXNMNBFEHEIINBEREE  MEMNMEFRE > BHLZ
ERARREXRNMERZCPERAETHRE  HEUZIFRFE
Z A EZR
MERULEZEORMN  ABHAFALELOHRHA
SREHEIZTE MBLUE " BHFEAUERESTERE IR KN
BREAFE  RUBHEREAZEZEEAR TFAKRMERAN
AR EBEHNCEEZEERF TREEBZTHARE
ZRAHME MUBRRELRERANEMBRZEEE L
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CAFHFAAECHAERESHETEH  THHAXERYHE
B EEZAZBYHHEHWEREHBERHNE  AFHAERE
% % M % Tl 2004 &£ 6 B B H ( Wei-Kuo Chen et al.
"Formation of Self-organized GaN Dots on Al, ,,Ga, 4N by
Alternating Supply of Source Precursors”, Japanese Journal
of Applied Physic,Vol.43,No.6B,2004,PP.L780~783,June,
2004 )

(ZE)BEHAF

ABZPERN —BHRANIAKNEFESN - &5 R RE
%ﬁ‘l‘i?ﬁi%ﬁ?@ﬁ%&%Zf&’Ei@ﬁﬁﬁéﬁﬁ;@s’g%%ﬂﬂ
BERYEXETHEE -

HRARCHEEFRERERANZ AEDEHFRSHFZRY
ME il S- K ERKRAFEF FTANEEEEBECHEFEZR
EEALEME  BEBRERXKNPEFERBTRBEER KA
B UE O HRBEEHALEE> 2% A LZH B RKM
BOYPATUBRRERNZIHBHEENE  SHEEERK LT ®E
CHREBHEAEMNEBEEREECHFEREX  FAFEETH
HEREAZEK -

Hit  AFHENWEEENERRBHGE -—EHFENR KK
BMEFE AUNERARSEBRBALETHCHE » AR
ATHZBEARE RBREDXEBERILIEAFBESNEERSETE
"o

ABYPWE _BHNENRRERRE —EBEUBEBTRE (Self-
assembled) FABMERKRNZHAE  FHZXBTRES
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H o RAKMATREREAMBEER £ - I8 ME kK
MECEEE B ABFTHZEITRAEA (Self-assembled
D FRABEERK L FE BTRBEEREFETEE
LERMASBCBER LRESKE LB ES XK
P BRREEE - cRBAZBHIE_EN HZFELRE
EEHBEEEE NG FAIRAAMBZELERE LR
EREKRMN > MAKETHEZ M ERE -
RBABHIE RN E & FEAIHNE R 2
AEBERRERKNE WABE-—BFEN BTERS AR
EFTEMNGFEEREESSEM  HS BB £ 2R E %
REFE—BHBCEERE  KAANREEBEGERN K

BHMERERAEERAE R TEHMHEREALEE &
Rk B8 EBAFREYRE  ZBAFRAEIL
AEE-"NEVMEBEE -—EEREBHERN  H8 AL

BE_NEYRULERGELEPREBERZ S B S E
EMERY  ARBRBAFREABUBFBRARERERY L
BE_REY BEEFRAEZE -"KEDEBESHNE_-XEH

MEHEBEZERYDITURLRT AL - R&RETKERK
REBRHERERAEZEARRR  REBERSEBEE TETHGE
mET R LUEREBECELERKN -
EFEHMEREFAZEZEERARTET  SBHXEELE
EEHNEYWENRDCEREERZFHE Volmer-Webber (V-
WIRRRENX > ZAH BREBIREE Ve < B K
BREBSEALAAYERDIREE v TREEHEES B
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KEEeEBeELEMERYABEZIERZRE Y.’
TRERBREEEEBERR2BEELEYWERYCHEE
BALEE>I%ZKEH Rt 2B EcBEELS
MERVHWER FTEERLBALZFEF -"REDEERE
—REREHEREGE  #Fxme V-WEAZEEREGHET A
RUBRBINEYPEPR-_METHREIALEYER @
ERREBIAEEBEELSUWIERY -
AEPTEHBAEREAZEZEERR T ELRER X
Wz Z2EME 4 BRN SKESE-FEZR 1 (F 4(a) B)
W EEREREREERE 2 (8 4(b) B) BAFKERR
BILHREE-"REW 4AZEERE-—EERE (B 4 (c
Y EHNDT  EEBERBAIEKREY s BUERKREE £
REeEEeBRRsBeELEZIERY 6 (55 4 (d)
B) ZEZERUEHEE BAEFBRARB(E 4 () BH)HL
FRAPVPEAERDIBEHEE _-_XXEYD  BRBHRAZESE —
KREMEERB_EEBERE®E 4 ( 4(f) B) > #EX
EXYWERRNE -—XREMEERET » &§UFE RSB
EXERERAN 7T EHESKR—ERREYH - XN
WEMEREXRNATURCBEREE -—KREYWHEREZKRE
MEHRE kB AKMBREZES -
ABZBRIBE=ZEHEHRTZThAELZH  ZHAKE
SRR UEHETZERKN -
RHEOTRAEAADUDKRKRES III-V K -~ II-VI R IV
BB ZZThUEBZIRAN  LAFEEENR AN

-13-
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TEBALXELHCRERE KX-JINLEENESLEBALET
HEHEFREEAZ II-III R IV KB REBE B EHK
HMENHME XFHRRITRKNZI HFE > HFE

AR EHERP VK VIEKERER IV EMRAETER
FEIREVWEOURE#HEZ S III K 1T KK IVERE T
X ORBEAKRERZIRAKE -V II-VI B IV-IV & {k
e s REAZBPUIEHERERALEZEERR A

EPBRTE -REVESE _KREY  B4FTLHUH5
MEBEBNEDHRMEAR  BLETUARE =T » 50T
E2hERAKK -

x— 11T IVEESBZ &K E B HEEXTE R
EBAHE #%(Ga) | #8(Al) | $R(In) | $¥(Zn) |$8(Cd) | %Y (Si) | #& (Ge)
AR E B(A) 4.15 | 4.05 | 3.25 | 2.66 | 2.98 | 5.431 | 5.658
£ AE(meV/AY) | 44.8 | 58.7 | 35.4 | 49.2 | 38.1 | 55.4 | 33.1

FR=ZTHRUELELCEDIR AN ZIERER T & > RE A
mBEHMEREREERE  HITRWOTAHRELE : £RE
EEZBEREVMC=ZTTLHLEVRAXAK  HAEXEHE
MEERFR HEHFBRE -KREWEEREEREKSE —
ERER WE_KEVESE=ZKREWEKFEA (WH
TEFRRIREAABABINNEYD  BEABZEZNKED(
mE S EAR) UEPERBSEF_HE="REYTRERKL
ctBESESBeELEWERYREERELE  HHRAANE
—KREVPEEREZEBEEE_EEREHEAKR G B K
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EFZ=nthhEaEWRAXN  E 3 AlGaAs-InGaAs- AllnAs
- AlGaP -~ InGaP - AlInP - AlAsP - InAsP - GaAsP: AlGaN
- InGaN- AlInN- AlAsN- InAsN- GaAsN- ZnCdSe- ZnHgSe
. ZnCdTe - ZnSeTe - SiCGe- ¥ It » HE =2 % B 5 & 7
UAERARRBEREENEBERESEL LI TN EHKE
M) %5 K K > £ % © AlInGaAs- AlInGaP - AllnAsP - InGaAsP
+ AlAsPN » InAsPN -+ GaAsPN - AlInGaN -

FEHEK LA E _-_RE=ZHHWHREBZ T RKRZ=ZTL
ERANMEAGATERMK UV-LED (X EKRER 370 nm
) 2B E  EBEE R-G-B =ZBEXAMKWMESTHRARECES
A 90% L k2B LED; HEIB A KREBR ZH UV-
LED B {EH MU AlGaN B F (FHES Al HHEIE
HEBE R mERE 280 5 254 nm HEMUERBLEE
BEZCEXR) » BEE AlEBH AlGaN B 2 @ B B =
BB L. AlGaN S S {F UV-LED X EHEMZB AR ET
B o ABBHAKLELEMEWHARBZ T RER=ZTUER XK
» KBl B GaN K AlGaN RAN B Z AR EKZ UV-
LED A BEKITERS KRIBERSA -

ABHIER —BENREESLABEREBEBEZIR
K KL o

ABPHEHRH_MBEULCBRERZE > FEMWEHRX
MW EEHEEBLE HAEREREBEAETEPEERS
TEZERY BEAARRBELBIELSELZERDY
CFREBEBECRAN BE  BRERAKNZIEERE @

[l

e

-15-
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TR EEB R R EE Y R KA TR E K
JN e

EUEAMBREBSRESRKE > TUESE — K E
EEE UREBELARREEEBNE RN > R B
REEBSBAFABEREREURESBE 2 S kN &
EBERECSE —REBETEAS -_REY AV
REEECZ ¢ BENELBEARLEYERY BB
NREBEER B L E _RERBERBAS —REY
IR ERENE RER RN ER ME TS - K ER
B R LS KK B B (ecrystallization) 2 i &
WE EESERECZEANAEEACERE LB ®
RN TEERERBEREZAEES -

[

(M) E i 5 X

AFPEBRNTIZCERE » BEXZHEEHFAE
BR -

BHMEREALESERRE  RFAREZBETLEREE
~0.25%2 1%EERBLEZFREER L FREALER XK
R e
FEHH 1 (GaNFEAMZEE)

BHAKBMIE(001)C BHZELE\EER | BRABREREAE
e B &K MU E(LP-MOCVD)R #t « X f& ff ( reactor)
A EREREEEZE 11200 TBAER > RERE
HERETTSPENRERE - MBHEEFEET r BAER

EWREBB 6.98x 10°° mole/min 2 = B & $2 (TMAI) -~ 4.42x

-16-
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107" mole/min Z = H X & (TMGa)K& 8.79x 10" mole/min
ZERNH)RBXRER®E  UEREEE®H 0.5 pm - $8 # K
B 1% Atk EER 2REGE - B BHREBREE
R ZE 900C  REREENDZEFAE 200 mbar > FB & 17 P75

FrEHMEMREFREEERK,  HEHERERALEE & K

{i

B3

BE-mRERME SE(@) BAFRRE (5K 3
) LR BeR B E NH, XEY - 1L NH, X EY 4 # &
EREE -—EHMREHE(.79x 107 mole/min) » LIE T
— S BREBAZ TMGa REMATLEBRE-—EHFERET >

B Al,,,Ga, N BEHEB LR BENESBER LS
MeBRYW BEXAERHR-MEFHREZ GaN #HE 5 It
N RBENH KEYRBECE —EBERE FBRZE 900
CTERERBERBET > Alj,Ga, N BREEBXREBZIART
A O MBEAKCESRETREREAERBREE K -

TMGa K FE) B AREB (ME 5 B (b)) MK TMGa K
FEY 5> EEMRERER 8.84x 10”° mole/min> B A 208
DLEERESBHERNE2BEESELEWIERY 6 B
Aly 1,Ga, N B EHE £ - B R Al ,,Gay N R H BE R
107 meV/A?  HAR T2 BELEWERYZRERE (
45 meV/A’) HRESBBELEYWERYWE Al ,,Ga, N #&
mE <z R oE FE®EEE (268.5 meV/AY) MM - W W R
V-WHAZ=ZMHERYRRGEHSE r BMAE Al ,11Gapg N iR
mELERERY 6-
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BE_mRERGE SE(c) BRMHA TMGa REY - B A
Bherie 3% SPRE DUDERRERERYWZEBEH TMGa

NH, REWBEABBEGE SE W) 6§ NH, REY 4 2
EHEE HERSE - EEREAZISNE _BSEHRKE
(1.79x 10" mole/min): B A 10 B LU B K WA % & NH,
FEDWEERET  TUBRMBERIFZ GaN &k K 7

5 cEFABEBHNREAZEARE ST > B —
EREYREAZFR  NELRA 2 BHBAERZE &
REFET  S—BHRBEBRZKEY NH, EH % 2 5 25
TUEFRBEBBEAZIS AL RES 255 &
(1.79% 10°? mole/min) ( & 6 (e) iR ) - EFAELEEA
TMGa REW#% » KREW NH, EEREHZ AT UEFR
EEBENANERES EERESS ALABEE _EH
i & (1.79%x 10" mole/min) (& 6 (f) Fr )

EHA 2 (ZRRULALEUERBZRE)

EREAREB-BRNEYUCT-TLAVEARNE > #AHK
EYWEERERSFS EHBE NEYEEREZ®E
% -HERE® WE-_NEWHEZE-ZKEDREBEA (M
% TEF TR ETABASE-KEY -

FEAS-SREME 8 BH7) LBREE=HE
SREYTEARCSBEE S B RLAVE R B
GEBL BAAS -KEVEEREE®REE = HEnR
EERBREBERFZISTHEYWER KA > W AlGaAs,

il
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InGaAs, AllnAs, A1GaP, InGaP, AlInP, AlAsP, InAsP, GaAsP,
AlGaN, InGaN, AlInN, AlAsN, InAsN, GaAsN, ZnCdSe,
ZnHgSe, ZnCdTe, ZnSeTe ~ SiCGe & - tHE 2 ¥ B H & /~ 7
DERARMRMBEEREAFENEBERESBU LI TU EHEYME
KA > 40 AlInGaAs~ AlInGaP- AlInAsP-InGaAsP- AIAsPN
» InAsPN ~ GaAsPN - AlInGaN £ -

FREBEH | X 2 FAEAEZ GaN K AlGaN 25 Kk i
R EEBREMN UV-LED ( <370 nm) Z 8 { » id & R-G-B

COBAPTEERBSEAESR 909%L £~ B 3% LED o

BElEA 3S(REERERANZEEHRZE)
(—) BEHBKRENXZRIRK

B IVOERARUERABHEREALZEZERERTHA
AREBETHRRIAALERANEFIEREGER - B
R EEFRR 840~940CH » M T UE Aly,,Ga, 44N £
R LEFHRI A AAEPRKZIAAKER kN  BHRAEHESH
AARTREBUEEE  EREAEEBRELEE S RAMNE K
REESR 960CHK > RALREFEZRIAZAALERT KRN L
B (E 10(f) B) ALELBAERAEREYEETERE %
THRERBESR 960CH  RREABAREBEEEREZ
SHEBRABREREAXNBRE -_ETITERAERERX - T — K
MOVPE MR ALKBER=ZMABI _HEA IR RBREL
B S8OCAEL  EHUEREFABARHZIAETUEE S
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