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1.1 (4 LED bz ek

Feature of the phosphor
LED Phosphor Substance Intensity | Width | Durability Characteristics of
- - temperature
(Y.Gd);AlL:0,,:Ce O broad O A
TbsAlsO;2:Ce A broad O A
Pﬁsil:lin CaGa>S4:Eu O middle X X
(Sr,Ca.Ba),SiO4:Eu @) broad @) A
Ca-u-sialon:Eu O middle O O
(Sr,Ca)S:Eu O broad X X
(Ca.Sr),SisNg Eu O broad A A
Ph?:pdhor CaAlSiN;:Eu O broad O O
Blue (Sr,Ba);Si0s:Eu O broad x O
LED K-SiFs:Mn O narrow O O
Y3(ALGa)s0;,:Ce A broad O A
StGa,S4:Eu O middle X X
(Ba.Sr)»S104:Eu O broad O A
Green CasSc,Si30,2:Ce O broad O O
Phosphor CaSc,04:Ce @) broad O O
B-sialon:Eu O middle O O
(Sr,Ba)Si-0:N1:Eu O middle A O
BasSis012N2:Eu O middle O O
# 1.2 ¥4+ LED b 20k
Feature of phosphor
LED | Phosphor substance Intensity | Region | Durability C{lal‘ﬂCtEIiStiCS
of temperature
(Sr.Ca)S:Fu O broad X X
(Ca,Sr):SisNg:Eu A broad O A
CaAlSiN;:Eu O broad O O
Red LarO,S:Eu A narrow A A
Phosphor LiW,05:Eu,Sm A narrow O
3.5Mg0+0.5MgF;*GeO,:Mn A narrow O O
(Sr.Ca,Ba.Mg)19(PO4)sCly:Eu.Mn @) broad O O
Near- BasMgSi»Os:Eu.Mn O broad A A
ultra- SrGa>S4:Eu O middle X X
\E](;lf)t p-sialon:Eu O middle O @)
Green Sr81:0:N>:Eu O middle O O
Phosphor Ba;Sic0:N2:Eu O middle O (@)
BaMgAl (O;7:Eu,Mn O narrow O O
SrALO4:Eu O broad A A
(Sr,Ca.Ba,Mg)1o(PO4)¢Cly:Eu A narrow O A
(Ba.Sr)MgAl 07 Eu O middle O O
Blue (Sr.Eu)Sig Al 9ON3; middle O
Phosphor -
(Sr.Ba);MgSi,05:Eu O narrow A A
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AIN:Mn*" D Orange 2015 1500°C 79%
Sn) s-xMnZry(PO,); Orange 2015 1200°C —
a -Sr,P,0,/Sn*":Mn*" ¥ Orange 2014 950°C —
SrO-HfO, ¥ Blue 2013 1100°C —
Sr3, M, Algolng OF ¥ Yellow 2012 1100°C —
(M=Ca,Ba,0.1<x<0.7)
Na,AlF,.3,/CaF, © Violet 2012 500°C 1.2%
(03<x<0.5,0<y<0.1)
B -Zn;BPO;*Mn "’ Orange-Red 2015 800°C —
g-CN, Red 2013 550°C —
Zn,Si0sMn(ZSM)  *) Orange 2013 1000°C —
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(PEG) 72 & DABEHED T2 OBRALMESRIE T TOBERR ZAT > TWD D, JRFE MRS IT IR IED
T =T IR, 72 PEG SRR G FRRIC AT BRI N ERRL L TV D EEX B, AT —AT
o IR, BEVEN 2 T OAREITIE A, REEOERIEN £ 5, S5, TREAHEE T ORI
FRYEEII A TS B,
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@7TiE, ¥ - I N T, RO AOEEMEITINA T, RIS
oy (RR) OfFEEE, MERBIR T2 o< B LS HO IR B HERS) 0 L 20
Th o, BUT EFOERIC, AT HBEROIEICITAE EORED H 0 | BRI b RIENE /Y DIFAE
PAMBIEIIC bR T E %, snBELEMICAS, Bk FERERIIEERFETH D, Zhb D}
AR 5 Z & 1%, k7 BONO SYGIRZ 152 Z LITD2M 0 | RIEHI e A G H#E E 23 R T
X T 72U BONO IR AHEE CTX 721 T2 < L0 @tERe, mike b oo —ihic /s
Do

B
H;BO;,

(NH,),CO
polymer

RY—(Hh—FR>)D
BRNMTHASEENEL

ool EEERAnETHE
" N |
(m%%w NN
Sl @10%

0.6

(c) 76%

b

| (b) 79% B RER

REBRRHEL 0.2 = -
N €5
~ I v4 BEEE
020 B0 50 - 60 30  o00L®@34% : :
00 02 04 06 08
Wavelength [ nm | X [

Hh—ARUEICEHST

Normalized intensity [ a.u. |

1.3 BCNO # IR DOFE R
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14 H—&Rr Fy MEBEIZONT

=Ry Ry MIZOADHY | [RFEZTEICLIZET Ry FTHY, ZHFE TICKIA4IIRT L
5 IRBRFEI TN TN D, T YA R TR;T DEEAF ORI EL (F ) BEHARSLET Ry b)) IX
RILAHATRT LI RN S 08, HiTHETERMNEATHLH AR CHHI L, TrERAIR
FRELSDEREETHLEVWIMBERH D, T LTI —AR Y Ky ME, RILSIRT L
BENTHBERH Y, WM TH D, H—AR2 By MIFBRIELHE L L TEES < OF%ED
Thih Ty, My 7 XU ETH L L—F —RINESCESILFENRELIE, RN hAT v 7IETH
B~ A 7 R IEERCKEVE BUIE & W o Tokk 2 7 FIETOEMMATRE & STV 5, FRICKEVG
BIEOSEIZIX, IRAKIE CRENOT VAT v T CHENFAIRETH D | BHOPRERTE
TR DAEA68% (Y. Guo et al. 2013)', 94% (D. Quetal. 2014)'" & . MOEGFTETER LD
DXV HHEVMETH S Z EDRHRE SN TWD, I—HRY Ry MIZORMmITKEEIES IV
REVNEEZEAE L TND I L BEIZIE Carbogenicdot ( #—ARTY==v7 Kv b=
IRFBINDIRD Ry Y EREFRT RETZN, LD —AR L Ry N EWEHT 5, JoRMN
C(IRF),HOKF),N(&EH),0(15) % 5o &350 —A 2 Ny MEGIRORE I T HRAH L, 3
b, FIZLLFIORT Lo RffERET 65,
n)—R2 Ry FORBER

O 72 B LA SN S TR,

QAR LT RFE Ry b OREREBE—T2RU,

OO ET K> MEBIERIE ERFD E < 720,

@DET Ny MR & B TREH B OFl A U,

OFNA N = XLBRMEHTH 5,
ATR O~ OB DMFEHR T Z UL, Ll CRERECEM RN G TE D72, Eiffi7s > 72LED
MR HERDIZR D7, J0DRVEREN T, B X— (bR TE 2,
F7-BCNOHOEMRIZ, T E TOMROR R, XEREFHIE L0 . Bl mfiE 24 LT
R, BB T LR R R L TVD Z b, M2k FIc L a8 e T
BEnsd, Lo, BIRERCIIBERIEIC XV Z ORG24 STV 2720, mRICHES 2
A AR KITIT BT E RV, R UHEE EREH &3 5BONOE LR DREE A 1 —A
Ry MERICEY AT Z &N TEIUL, BUEREIC > TV D T —AR v Ky MR OBERENT
WD T » NN D Z LB HIFF S, BONOH AR D LR SIRN 5 Z L BN T& 5,
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Pang and co-workers (Wuhan Univ)

Liu et al. (Max-Planck-Institut)
Chem. C .2008,5116.
Mao and co-workers (Purdue Univ) Lol bl Angew. Chem.Int. Ed. 2009, 48,4598.

Angew. Chem. Int. Ed. 2007,46,6473. i 0™ s =
Scrivens and co-workers (Univ S, Carolina) = | ' Q o p ':"__‘;';i ?
J.Am.Chem. Soc. 2004, 126,12736. z sa s > A
atian ction
ot o Conpontn g e
Electrooxidation of graphite — m'"l

=l
-

purified Carbon nanosynthesis by candlelight

bon carbon SWNTs o Frctcmminancent
ke Aok

Electrophoretic fractionation of arc-discharge soot

|
i Ty 2005 2006 2007
I

Quantum-sized C-dots by laser ablation

Molecular synthesis by thermal oxidation
- P ~—=w
—e B

Sun and co-workers (Clemson Univ) . g i e
J.Am.Chem.Soc. 2006, 128, 7756. . Yang and co-workers (Chin Acad Sci}
Chi and co-workers (Fuzhou Univ)

Chem. Commun. 2009, 5118,
J.Am.Chem.Soc. 2009, 131,4564,

Giannelis and co-workers (Cornell Univ)
Chem. Mater. 2008, 20, 4539.

1.4 H—R2 Ry hOBIFRERHE
(S. N. Baker and G. A. Baker, Angew. Chem. Int. Ed. 2010, 49, 6726 — 6744 X 0 Hicfy)

#F14 #FHtHFE7 U —EE RG]

M BRERE R
YVO,:Eu** BRESL/FLERR BAME
YNbO,:Eu®* PVALZ/FH LR RAHE
Y20,S:Eu®* BRY -/ FLETR BADE
YAG:Ce Ja—v i/ FLETR BAHE
ZnS, ZnS:Mn?*  #Fst)LE/FELER
LaPO,:Ln KBERE/FLETR BAHE
Si L—H—7IL—avik/IReRXaXbk
CdS, CdSe-ZnS OA4/FiTHE/EETHE

#15 H—AR2 Fv hOFE LA

(i) LF7F7—RIV—(HYASNI=TTHETHAL)

iy EEEEERSFLL

(i) REARMEOTIVE.RE.FIFE

(ivy XKEASRAHRE. BESTTRE (205 LLA)

(v) B—LF% (BCNOMKITRALEDHY)

(vi) BULIBREN (K. ERBRPTELE)

(vii) BULEEMETEY (ETF3E3I0% 10BLLEER)
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1.5 AFHXDBH &R
AMFFETIZ. BONO HOGER D AR 2Rt 25 U, HIC, TEABICTN 2 2 fiER KOV E 0%
ERAEMT L, X T, RENEORbADRHREE X D LED Higicmid, BFOHF

= AEMTIERLS, XY ENR BB AEIcB UG Uiz, —F ., IEFIERICHEN
IRENTOLBBMEAR TH 58+ Ky MEOGR I —R > Ry FEOLEIZ BCNO dOG RO
AT AL AREEIETZ T Tl < K TTHEDE A RS BONO FE AR D GRS K O SeFeED
ALk, EHICZOHMEESHMERTR Y v —BHEROEGRIZ OV TR Lz, £, KiwXT
1T, SAFFEERTL T 7 — A& VAR WEER L LT BONO # RO SRS Lz &0 9 15 5
Mo, EOREO—mZH O ET 52 LTz, BICHEROWRINC X 5B A2~ £,
BCNO # WA DFHHE ST 1L T, WABRRIC KBS RS K 2 T 2 s etk o i & RFBIR & LT
7 T UTROZEE), BT, KESE L BERETERT 2720, ~A 7 2l EH T To BCNO
R ORIE ZFREE LTz, Aim LOMMIL, LLTOEY Th D,

KT A EEZ VRN —R USRI R L LT, BOCNO R3Ot B L O —aR > R

IWERL, iETn 20K R, &M B KOS X 2MEMRIT. 3 ZOMhae
JBOWIMZ X 25 OWTHF L7, E61C, KB L OHEHAEH To BCNO 7 /R B LW
H—AR Ry ROGRETV, R ~—LDEAMITOWTHEGE L7z, K COMRIE, LT
WY THDH,

%1 B TIE, #fIBUFRY - B - HIERAYERER & A T e R OBRD & RO BN KR D B 5 A
TH 7V —fboiii & &R DB, SRSttt r 7 VT T 2 MR OAFZER % - FEHML
DiEfEEZRA~ 7Y — (HOEESR T U —) B ETH S BONO #OEREB LU —R
Ry s OF M E TE~ORBEZREF L. ARFm3Lo B &I OV TR L 72,

B2 ETIX, BCNO #UGCADRMMBLE O FEOEBE, B, BOs ERLDIHNIC X 2304
DM EIZOWTHF Lz, RIC, 38T, B TOWEMRIIEETH LN, R =F L
7Y a—)ie EORFE & FENE T HARETIE, BALREAR AR L, -8 S EOR Ny
RUBEE R L 32 T2 MWAKA B AR L THREABEDORRIZ /> TWD, ZibIidEekh
FHOCICFHF G LW TH Y | #OINERE T2 2 LA D720, 2O A O AR
FlNCOWTHRE LTz, TORER, RUBRA T I V2 FEHCHWS Z 212k, BB Lo
B,Os DA AIIHI L, EF2IHEEK 35%F T ETELZ NP LMMERoT2, EHIZ, BCNO
HOCROBGI 22 EVE, BRIREE (EEIREE) (oUW TRREE L7246 5. BCNO #0GIKIT, V% iE
PE, R EVEICENTZ AR TH D Z L3 bhoTe, £ b IR ORENTIC
BCNO # A DHEEIZ DUV TR L7,

B3 ETIE, ITERIMNE THBRENT D4 LT U —HOLIR AIBCNO OA R & FEFFEL
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WTHE Z T 72, MASHE TRARE LWIER 2T 5 A LED I&, Blff, & LED &
HAEDHAEGDOE THER I ZFER L TVLR, LV =3 F =R P E < EH =2 F— (ki
M DHES LED & HEECRDOMAG DI L2 AN ERETH L, £ 2T, A HHEEMEH
FPICEAIENT D BONO &Lk & HFEORIET D Al203:C #LKRIZE B L, Wi O R LA
HOEDLHZ LIZL- T, BEFIET D AIBCNO 06K (BEF215K 14%) DERTELZ LN
HoMNERoT,

F4FETIE, 7 /A XN =R RIEMBOGR A BRIE LT, ~A 7 o nEEIC L 5
BCNO #3T 7 Bt O AR & KBARIEIC L DI —R > Ky ROAKIZOWTRF Lz, ~A
I aEmBNEIZ XD R UER, JRFE, 7 = UBROFE D BONO w6 IKT kO & k& fEt L
TG WEROELIMEF & oA RE & i LT IRIR 2> DR THRLBED 221y BCNO
WART R DERRHRD Z L2 R LT, SOICKEEGHIEICE > T, 72U fERFELD
H—Ry Ry NaeAm LR, MO EE BT 28R A 155 121%, o 722 BOG R 23
H5HZ ENRHE S, NMR, FTIR, TEM 2 EDOHTIC LY | M EOREE LI LI LT,
EBIZEARENTZ BCNO F /KL F-B L O —R > Ky M, K, AHEIRBLICIRIRT 5 & ) Rk
ZFIA L ARIEBIC 0 E L7 BONO 7 /Wi P B L O —AR v Ky haEAE L)/ ar Ry
v MR ~—DOERERT LTz, ZTOREE, BV ~—Fh~OB— @R rREL 20 | BHARY ~
— 5 L ORI 7 ¢ /b g E~DIS T REMEA RIS S U7z,

55 BHCIL, AR T SR A RS Lz,

e e e e e = = = —————

e e e e e = = = —————

o o o = = = = = = = = = - ————

ﬁ:ﬁmﬁ H—ARORBEAHEOFT /R FE R EFETEM
(i) v/ o0k &I X DBCNOE AN F /Tt

e e = = = —————

< 1.5 K L O ESEDORIDY

1.6 5| H3CHER
1) E. Polikarpov, D. Catalini, A. Padmaperuma, P. Das, T. Lemmon, B. Arey, C.A. Fernandez; “A high

efficiency rare earth-free orange emitting phosphor” Optical Materials, 46, 614-618(2015)
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2) T. Nishizaki, T. Y. Shimizu” Preparation of Sn/Mn zirconium phosphate as rare earth free possible
white emitting phosphor ~ “Journal of Alloys and Compounds, 580, 369-372(2013)
3) X. Zhang, W. Jiang, Q. Pan, G. Yuan, H. J. Seo  “Preparation of Sn**, Mn*" co-doped a-Sr,P,0; as
rare-earth-free possible white emitting phosphor ~ Materials Letters, Volume 128, 89-92(2014)
4) P. Bohacek, B. Trunda, A. Beitlerova, J. Drahokoupil, V. Jary, V. Studni¢cka, M. Nikl ”
Rare-earth-free luminescent non-stoichiometric phases formed in SrO-HfO, ternary compositions
“Journal of Alloys and Compounds, Volume 580, 468-474(2013)

5) W.C. Lee, S. Park “Preparation and characterization of rare-earth-ion free and orange yellow
oxyfluoride phosphors ” Materials Letters, 79, 152-155(2012)
6) E.Z.Liu, J. Fan, X.Y.Hu, W.Q.Hou, H.Z.Dai “Visible to ultraviolet up-conversion in a novel rare
earth-free up-converting phosphor ” Chinese Chemical Letters, 23, 117-120(2012)
7) Bing Han, Pengju Li, Jie Zhang, Lin Jin, Wen Luo, Hengzhen Shi “f -Zn;BPO;:Mn*": A novel
rare-earth-free possible deep-red emitting phosphorOriginal ” Optical Materials, 42, 476-478(2015)
8) Y.P. Yuan, S.W.Cao, Y.S.Liao, L.S.Yin, C. Xue “Red phosphor/g-C;N, heterojunction with enhanced
photocatalytic activities for solar fuels production” Applied Catalysis B: Environmental, 140-141,
164-168(2013)
9) X. Li, F. Chen “Structure and luminescence properties of Zn,SiO,:Mn phosphor prepared with
MCM-48” Materials Research Bulletin, 48, 2304-2307(2013)
10) JIAIER FJINEE HPFZ BRiR ASPHRFFAEH KRB 09-78471

F)INER] HikiR ATHEE  ABRFFFA®R FBE 08-74124
11) Maury Wite “LED JGilR CHEM O plidR AR ME SR 0/ F EC O R EZ”  LED’s Magazines
JAPAN.9.14-18(2011)

NEPIE ] ZRRE IRFESE ABRRFRFAH FFBEE 06-110096
12) Al FHIE AW ABFFFAH 7B 2001-213866

FOERR . ABARFF A FFBA 2003-103718
13) dEA ARG ABRRFRFAE KFBR 2008-105877

FCREA FEFEL ORETERMh JF bB—E /NEPRETR SFRRECE  ABRAERT A 4EBE 2012-197370
14)  FRIFE OHREESC 20 EH L AR A FrBH 2013-042085

KEHR BEW HIRE BREAUL ABRFEFAMR FFBH 2014-114265
15) T. Ogi., Y. Kaihatsu, F. Iskandar, W. N. Wang and K. Okuyama; "Facile 5 Synthesis of New
Full-color-emitting BCNO Phosphors with High Quantum Efficiency," Adv. Mater., 20, 3235-3238 (2008)
16) Y. M. Guo, Z. Wang, H. W. Shao, X. Y. Jiang, “Hydrothermal synthesis of highly fluorescent carbon

nanoparticles from sodium citrate and their use for the detection of mercury ions”, Carbon. 52, 583-589
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(2013).
17)  D.Qu, M. Zheng, L. Zhang, H. Zhao, Z. Xie, X. Jing, R. E. Haddad, H. Fan, and Z. Sunb,

” Formation mechanism and optimization of highly luminescent N-doped graphene quantum dots.”
SCIENTIFIC REPORTS .4, 5294(2014)
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#® 2B MRRA E~FIT 7~ BCNO MEER 7o 2Dk B

21 &S

JRERFT 2008 FIZBHIE SNTAR T HEB), KF(C), BHRWN). FEFRO)D BN L HLI
(LLF BCNO #36R) V1%, Avlg, RFE, AV =FL 7 Ja—nL (BLFPEG) &WIHft
R LOoBeBEZHEMN LRWZhZREEN MM TE 240K THL Z &b, HERETH D
AART S HIBURR 72 B/ NS W21 T2 <, 1000°CEL F O LSRR CRRIBLTE 2 2 &b
BRBEE A E S i < L REMICHEN TR Y | MERRIH & 2 T AUEREAE O @il e E R O & e
HIEBNHIFEEND, MA T, GEEORTHE - R ZF L7 U a— - [REOFFUEHTIAL
FHRROBERIRE 72 E DG A EZ D EIZR Y | $I~F L o DO RNETT D T & DR
ERTn5, F—FETHEZ Lid, FRFHEBLOEREHELAES TH Y | BFEMNLRDRITS
DIZREV, ZOEIEARZIRINAIC, EHEE N SHEICE LT, 2o AEITFERICE < 72
b —J T, A—RETH Y 2N Bk A AT D, BREMARIET 2 2 L IC L kG
BEZDHZ L, BEORIERYEZ SRR S 5, BREOREIVEARMOENT I E G Z
Sl WEER LIEFICRERPETH DS, D7D, BUR L~ TO BCNO #EARIZ DWW TE
AMBIZBR L CREE L R ofix O A 2T, Zh bz —Ho—Offfik L TRIBE T 5 L9, &
72 BRI AT O BN B 5, BT BLERUFIEIC X 0 ERS 2 se ik 7 ik, K201
WREND XL TNRRET D, TEMITHIT TZORY— %, BERFORE2RELE D,
DT, RE—FENREDO I LR HM L2 WfF ST 25—, #A =X LOITHITICH
7Y, S%ROEMOD, £, O H—RREEETETILERS D,

X 2.1 WAEFAEL S L7z BCNO H#GK

EARTEIZ K % BONO HOGROFHRIT AT KR b OFITHBERIE TH VD | AGTEDRIERH
BIERIMERNIZT T AKDOEIEE W) RERERN X —2 BLE LT 57, WiEr X —7)
FIm< RV, WEALRIND, HEVICL DR LV RHEICEHD L =2 F =R REV LN
IMEEA D Z L%, LEB-T, WIS, @ =X —2hROEWEMETRE TRE

-19 -



ML, Bo. SEORY M, L0 @m0ash Rz BT L8NS 5,

e E L THEMEZ BRI LT, LED ADEAHA 2 487E . F LED O 1 aZ&E Al & LT
SN TV D EAH IR YAG (Y;ALO:Ce) DI 4 B L. HEAFRED BONO #t k0 AL
AT TRET LTz, OB REED, EROAEREMEE LT, AR, RE, R ZF L
7)) a—/v (LLF PEG) ZEMIES L. EHE T 400C THEM. =%k L TZAT 800°C ThHE
LT HENI T T 7 A NVERE LTz, RG> T L asnaoe i, &%
S 1S%FEE & ERAMIC 7 B ARITER CE TE LT (YAG 13X 60%#) | wBAMETEILE
TIHFEAD A ONRWER G OFERBIAI S L, XRD TIEFELIZHFLE LW EEZ 2 6 5d
B,0; DE—7 PR STV D, THbaRTORE L B0 BINNEL T T D &EZ
bbZEmb, FBIFHIZ, @ TNENZAERSE22 BONO SR D AR IEIZ DN THR
EToT,

ZOXIIZ, WEEEZ®mD DL Z LK BICHEIEIRE®mD H12DITb | s oS 2 B
2952 &, TICHE LA BET 52 LI BN 5 LB 2 Hivd, BONO & YLK kT
W2 BROMBEAIT O RS, 777 74 MEEOZE{LATFE (h-BN, [X2.2) B2 5EAR
M L LT, |ENMEEIRTICEBR I B-N-O 23
KEWTHDEHRLTND, 20 B-N-O FICHME

WL
(IwWt%Ai#) DRFEFR D R—s30 FE LTEAS, < _< _< _< _<

MDA RIS BTN L EX TG, —«( —«(
o 7o S SRR OREE 101 X AT (XRD) R < _< ‘< _< ‘<
545 A HE 5 B T B - B A 5 (HR-TEM) 1= & % JEL F-Fic 1) " o

BOBEBEBENAZTH DA, BCNO HILKITAHED ¥ 2.2 2w # (h-BN) D45 ik
EOCHERBEDTD, 2SO FIEIC X 2 MR

TN CTHREETHD 5, BEEO MO T 22 D10 LITIE, WS TREEOEENEE TH
D, T ZT, WEIC, @ FREON TEE OSSR ST & BOR R T 5 KR oS
RILDOFEHRNE DN D X FE T (Xray Photoelectron Spectroscopy, XPS) * & 724y
s & 0 AR OGS IC >V TER T T,

PLE, F2ETIE, MO b@ITRT EEICE Y AT,

O¥)— 7238 etk D

@REFHEIZ K D BOCNO #M DG & w0 —d LU= om k

@BCNO AR O E A L BO; B3NS X 5 R hFE oM -

@OFFE T T 152 MO T2 B IR OIS IRATIZ K 2 36O D fiR ]

ERROON @O LT, 2.3 HilZii <5 L 9 IZH A~ DS T T BCNO D& 3ER & &F
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i 24TV 245 OBEDBERIZ T TRES 21T o 72, 7eds, HARRYZ2 BONO dOGIRE R - 7
TFECBI L CRE 2. 2 I TR 9%,

2.2  BCNO BAEOEARKERR « T 5 &

ARETIE, 2.3 1R & O IHRARER K OEAETED 2 SO EMT 1 & XA THFESLMNET TEA
E 4125 BCNO #IEARD R Z Ll 25 72 SR 27 L —H— OFaRU7 5, BER 7L, B &
OV AR DRI IR Z DWW TR %5, BONO 3OBARIE, X 2. 312RT X 912, (a) iRAHIE
BXOb) FEMHED 2 OB T ot 20355,

BiR NGER Cil® [$> BiR Ni& CilR

[ oo | ovico | [ Potmer | [0, |l awco | [Potmer ]
| I | I
KO | EsRAH* |

sk > BEBE
800-900°C Ei?i?ﬂ;% sofg’g%oc
ASFTHS A N V ASBES

| BCNOEtHBK | | BCNOEH#K |

(a) WEtHIE (b) EHEIE

X 2. 3 BCNO #EAEOKARER L OEFEIC L 28K 7 1 A

— %72 BCNO #OLIR DA G R T I, UL FISRTFIRIC)E > T3FDO 7 U —H— % T
JEEHAIR DI 24T - 72121 BBRIF 2 W T ITE DRI F T Z OWIROIMBBER 21T 5 o
TP, WARIEOEEIE, AU, JRFE. PEG 20000 & HHiAIZIN A, 40°CT 1 K L TR Y
We. JRE. PEG #WfE S Wiz, T0db L JR LI FEHRIK Z 7V I F 2 21FIC AN (7 21372
L) . ERFICEY FL, KEAFFEKT (KEO 72 —E72 L) 20C/min THIE L. FrERE
THERL L7z, BERCEIT 100CE THRAMAI L7z, BRI L T 23000 E (i) ([Th Uit
IAHERMEGME, TN ETH LN FERERIZEN, R2.1DXIITRET D, BB, AU
BRI % PEG OUSINE: & BERGIREE . INEMFH 23 FOE IR E <2 L. F7IZ PEG #SIN&E 2 1
KT LR AITREEY T M2,

BEFRIEIC BT DARMSRMEIE. X 2.3 (1) (T o, v h—H—ThH IR U, JkR#E. PEG
20000 ZHHIAKICANLD Z &< EIROEE, HEEE, IRG - P L&RIZ, BEkEk 2729,
F7-. BHIE 9% BONO B IEEDWEIZFK 2.1 OF LI —H—BELOMESEHINE S, F1-.
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ARG 3T BCNO E KD AR SRR AW Z3lEE - TR -
S - SFTEE A FNEFNE 2.2 BLOE 2.3 17”7,
# 2.1 BCNO #0G AR 4

Flm P L OB R & L7z BCNO #2560

KfEmm) | i ‘
FiA~HECEm) | R Ug IR 7K PEG BEE | AR
(FEt)
20x17x30 10min
450-470 1.5¢ 153g | 333gor0Og | 0.5g | 800°C
() 10x13x23 30min
10x13x23 15 1 45, 1. 700°C 45mi
530550 x]13x g 9.1g 5.0g or Og Og Smin
(i) 10x10x14 15¢ | 9.1g | 143gor0g | 1.0g | 700°C | 30min
550-600 10x13%23 433g | 10.5g Og 1.5¢ | 700°C | 45min
(35)
#2.2 AREMITHWEZRIEE « T A - &
I e HERAA BEOBE | o
it A it RIS LOR AT
" b N HART T U —Ril
-~ e JL=ns R ESES 4
s WAKO St ERIA (L 99.99%)
b N AARTT U — Rl
# 4 SN S Qe O o f
S WAKO B air H A FE I e
7 Y b B R ERT Y
PEG 20000 WAKO FURE#RERE BRI A (e i 2 VR BE R P
(B BhFLek TR ARF-50ARHG
JFOE (BE HB)
S 50 mm x £ S 900 mm
yngiitge = el
AT IV WAKO $URER SR < 7 IVIE KDF P-90
BAT 23cm x 4 23 cm x
EE33mm A8 17L
. H #hFLek H F A5 AMM-140D
=K )—)L WAKO BRI o N FRITSCH
HERER—LIL .
Pulverisette 6
#£ 2.3 A - Sy ATIEE
M A TEE A— T — T M AR IE T A— ) — TR
. H A el N A Leica # M205 FA
e == ] % N
PL i FP-6500 HOLBMEE L 460nm
e Rigaku AL < GRS Rigaku
XRD i MiniFlex II HOE X B RIX3100
N SIT #l
TG-DTA % | "E¥STAR 6000
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2.3 EBRR
2.2 f#i Tl ~7= BCNO @GR D AR GRS EE H L 18, BOCNO LR DRETH L LT D
iR, [EFEVEEAGE, B, B IO B0; il oMEER i) ¢, FROERIERE IO
ST Bl AT o 72, Tedk. BAREBITIROEB I > TH#ED T, FNENOFER% Run No. T
ARG
DO T DR
1) ERFEEIC X 5 BONO DA R & Rk [S-T]
2) [EFEIEIC & 2 BCNO OA K & K [S-11]
3) [EABIEIC XD A LED D& Rk & Fptk [S-IT]
4) Ry 7 AFE WD 2 BBEEERRIC K 5 F 6 BCNO OA R & 0 7 fRi [S-1V]
© BRI
5) {4 BCNO DA RRIZ & 5 RSO E [B-)
6) PEG 2RI X 2 # 0 BCNO DAk & S o gy [B-11]
@ B,0; D4l
7) 2 BeMEBERRIC X 2 358 BCNO D&k & B,0s DAl 51k [B-IT]
8) MRBERKIZ & DB BCNO D&k & B,0; D] [B-IV]
9) 2 BYPEBERRIC X 5 H (0 BCNO DAL & B,0; DI [B-V]

ZHHDOEM T TAR LTZ BONO %k & F O lifE B2 — xR L LTHK 2.4 10577,
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2.3. 1 BABIEIC L 2 F 6 BCNO DA R & Rt [S-1]

RO E K TIE, W CHEREMETh>Th, FFORAREIC L > TRGCENETLIT 57290,
HESHIRSB DR TET 2 BCNO GRS CRBR A 1T o 7o, INEVA & L QI IRERIE . &
FET VI FREER— P EEH L. 903 BRI TERENELNDTER L,

FORER, BERLE OMRIE L 15 NI BOER D PL HTRE R, FIMIEIZ L TI1TH D03, Ha
SERPEF HATZ S, RIETIE, B UEE, JRFE, PEGIRA OHEMEE B 5 72 OIKIEIE D &8t
REFHEL TWD 72D, FEEEORMHEBEE TIX, BAREEND 2 DIFOJRFTICHTIEAE Z 5 2 Lo
O, IRTPIREITA A2 L AT BRELSRDEREEZ i, BHEER EOBRNLITLT LS
WD L TIZRNWEBADND, REIZ, SBOAT—NT v 7 RIEA, BEEEAIZ
R DHIERRE LN DR LT,

2.3.2 BEFEIC L B F R BCNO OERK & Fik [S-11]

S-1 L[RILHETHUEE, JRFE, PEG ZEKEA L. [ CRERLA M Uiz, KR 5
BUT2GA RN AITRL D OO, FEERIREE D OBERTH FRICEREREGOND, A7
XTSI LRBRICABND DD ST DK ) ZRF[ATHNZ IR VEDE AR 71 E A - TEEZE T
7o, FEERIES & EIRIE T, SRR EGRICIIRERNEB X TS, FEREDE W ZEIMHF
RPERRMETa s bu— AT iud vz, DI S OEREG 2 ~—2 L L, FMEmE %17
o7z, 2.3.2 THLNZELEIE, BRIV THEDOMAIZ AT BA LIV, L TR,
FINRT > TS TRIFRFT 21T > T IZH 2D | AT ORVEEEREFHREL, 44
AT DRMEZHLT D5 LBLETHD, T T, PRI ED X 5 REUSHE Z > T
D EBLE N D FFRREE L, ERGRIC £ D O AER L B2 B LT,

2.3.2.1 JREOEEHE)

RN T U J—H—0 TG-DTA HITE 24TV, BEALEF DT 2 RS Lo RE R 21X 2.3 127,
TG-DTA JIE 1%, 50°C—800°C 20°C/min TH-i, 800°CHREF Omin, air 100mL/min T 2,
Al R 185°C, JRSE 133°C. PEG 20000 56~63CCTH D (FHF7A47 A7 MSDS £ V) ,
RO TG-DTA OFERLEE 2, FIRICHEV, AU, JRFE. PEG [THIMTIZZNENLL T D
XoRBFEFERL TWVD,

@ PEG 20000 OtfiE (60°CAIT)

@ RFEOEME (133C) —ofiR, “ Bk, Z8BEROAERK (150~250°C : 7€ =T%4E)

@ RUBOPIK-EE (185C) —bik L TELA T HEIC (300°C : HignE D 44%)

_25-



@ PEG D43fi# (200~400°C)
® R#E . ZEEOSE (350~400C)

AN PR3
0 20 0 20
1 020 -20 0
gzo 4 -40\>3 £-40 -20 3
15} 1 —60Z o] -40 £
= = — -60 =
-40 = _800 -60 o
1 -100 80 ¢ -80
-60 : : : -120 -100 -100
0 200 400 600 800(°C) 0 200 400 600 800(°C)
PEG 20000
0 100
-20 50
G -40 o 2
2 -60 =
-80 -50
-100 -100
0 200 400 600 800(°C)

4 2. 4 TG I &G H

2.3.2.2 HUBOZELL

RUBBBALER DR LR DI X0 ANCIREBOSIRIE Z 572D, 150~250°C DFiH TH ¥
FEDZEALRAE Z D, BNBNO)PER LTV EEX NS, REOTGHIER TN, T OWEE
(T 400CETTH D, LTI T, BERK I &R LRI THERL A 400°C TITV, 5D NTZMROMEIE %
XRD CTH#r L7z, XRD DAY FLZ&LL FIX 2. 5027, 400CHER %D 7 n— R v —7 1%,
FEHEDOBNIC BT 56D TH D, LoT, AUVBOEIZIY, E2ME s L TEEME
D BN L7720 TWNDHZ Enbnd, ZO%O 800CTOREMIZE VD, fEMMERM EL, [RFFC
B,O; AR LTS (X 2.5(b) 2014.5,27.7 D — 7 3HHY)

3500 6000

3000 5000 f

2500 4000 ¢

2000 3000 |

1500 i

1000 2000

500 1000

0 1 1 1 1 26 0 26
10 20 30 40 50 60 10 20 30 40 50 60
400°CHERLTE DRI BERL IT (800°C#) DA

[4 2. 5(a) 400°CHERL, (b) 800°CHERL
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2.3.2.3 PEG 20000 D#E|

KR T, PEG 1, R UBIELFIFE L, SUVBBEM TOMELZIH L TWD EE X bR
%o ZTHEBRFICEDELETEM L, PEG T X 5o HtEfelr CEILA U ROIKIRFIM AR A B
L LT, —HEIRRE T CTHAMM E LT, 2" bORBoNTI Lb, HGilE L
TPEGIINLT LB TIERNWZ ENEEIND,

2.3.3 EFEIC LD EE LED OGHR & Rtk [S-111]

PEG ZHWTHEMEEBELND Z LR o=, HELLLEEE 20 iR eF A
EBH S TWZRWEERIZ /72 B O A590 ), 400°CHER R K D 800 CHERLn D J7 3 LI R
THDDIE, EIHARTORFDINBUC L pABLIEAEREBZ NS, —KICEHAR 5
FOIRDERERATHZ L LIFTHOHFATHLZ &b, SRICLY, S0 TR nkrs iz
e EEZ LN, —RIRBWESIC K 2860 FOBEXRITEA TN L 2R LTS,
J7. BEFEEIT 800 CHER MO TR ENZ Enb BhEE BT 570lid, b ARERSIEE &
DTENDEE LA DUERHDLLEEADLND, AERLD ., WHRENT DH6KZHG 51
(X, BNO IZRFLEATDBENH Y @il TRFED 2RO DIZIE. PEG O & O (25w
FOSEZ R LA, MWOMEE AT ORBIRPMEL D EZEZX TS, UEEHEEX, &K
U W+ PRFE+PEG 20000 DIEA X, FHRICHEVD, ATO X S RZE@EE L 5 2B 2 5,

(DPEG 20000 DFfiE (60°CAHilT)

QRFORME (133°C) —nfiE, . ZEIROER (150~250C : 7oE=T%%E) LFEFIC

U BEOEAHETT (BNO DAERL)

@PEG 237y fi L(200~400°C)BNO HEAIND

DIRF . = BIKDfE. PEG 5 BRI ORRGE

@t dnPED M I

AEREHE 2 RICBIZL T ORVESEEFERR . ZRIHEMT D&M 2T LT,

2.3.4 Ry 7 AFEAVS 2 BREEERRIC L 5 F R BCNO OARL & &5 T fEH [S-1V]
HARBREMEDOMESLZAT D 120D, TRD A — T v FI N, FIRBERE - 70 I FR— b
WPV, Ry 7 ZfF (v 7UA) « 220G A 2 Zam. BOSZEOBLRD
RO 2 Eli LTz, £ RFEODIRIN D R UBOEFIIZ, ToE=TBHETLHZ
LD BERRF ORI ZBET D7D, IRFSEDIE T T2 400°CE TIXERENE FCirot, &
oo RBZLDEME LT O T2, REOGBEAT (2000CHE) THREEZ AfL., W
DGR B E D Te, O MRIEBRFER, R T 400°C THERL L 72 RE R CTIUBHIMm AR RE %
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MERFL TR LT, AUBE, REOMAMIIEOEE, SOICREONFICIVIEEL T—oDH
DE Il oTe, ZOIRAETIT PEG 230, AR LT IRFEODIRIGIREE TR > TR0, Z O
RI7R R ZRBE. BRE L2 AUR. B D OREERIN LEER L TR 5720, S BITINE
T2 ETIE, TTITRIIEDILZHEICE L TE, BEMMBIZES RN, Lo T, IRFIREE
DIOIZFERIFAE T CTOBMBR LB L Ip Tz, —J7, 400°CHEDOIMITIEHE ZEAN L THER L T
b, KEEZ F—LRICHE S T2 RTRIED IR FE T F v, RIS ITRERE B BE L2 &3
ME S, TOMR, Kl & N TREERIEN 2D | #RLT LD EIBND, ZZ
T, 400CHEDOHEMT D Z LT, EREZMAE L CERDOLRRRFEEZ BT, 522 3FNOBED
JEBEO M B3 L OMBREAmEOM EA21To TH b, 800°CTHERL L7-, AEBRIZELVEH
BRI, REBICOLTOHRESNTZLDOTHoT, —J7, A7 THEMLAR v IR L
Tz, E72BERL IV OFE T PEG OIRNMEAZE X 1256 O ROEE 2K 2.5 17T, K
BRSO « BERKEE & [FIERIC, FOLRE O EBIIS L, WTFhoOLAIZBNTH, ik
HOLZ I - BERIED BT T VAR LTS Ll L T b i s vz, 72, PEG @
WINEBOFE TR REZ L hr— /L TE DL Z EIXFRBITER L, FERRIT, WHEA LR
BRI, RIERS 7 b DI oNTIRTT2Z 06N oT,

#2.5 HOLERAH

PEG HhiE 1.0g 1.2g 1.5g
BEER
PLAZ R | 137 12
0s | %o |
) 06 08 |
@RS | o |
0.0 . . 00 .
350nm) 350 450 550 650 350 450m 5,50 650 350 450 ﬁéﬁo )650 750
EE&(nm) m nm|
NEEFIE 31.4% 13.7% 6.1%
EExy) (0.163, 0.163) (0.255, 0.463) (0.480, 0.451)

-28 -



2.3.5 . BCNO DERKIC & 5 BADHHIE [B-1)

BCNO #GR DIt d L OESOFEHEIC AT 7R MlA D72, K2.5DR"3IND K1
PEG ODIMEZIELL TN Z LT, RERIETDHZ LD TS, F1E. BN HE
LR MR AR L, BAROGHAMEZ LU TOER2.4DOBID L IIIHRE L, &Lk
BCNO [THOGEAMEE T OBIZE Tl RO BANPBHIS L E 2, AT XRD O3 TlE, #
HAROFEAEETH S +-BN (FUBMERE{LATFE) L3, BHCHFSLRVWEEZEZLRD
B,O; DB —7 (2027.7 37 EEG1IDE) AR Sz, SR ONEE35R(15.5%) & 460nm D
JERILER(65%)1E. BAE L 5 YAG DPNELETF-20563%, JEMINER 84% L 1T R E RIRT- 0 3 b %,
RUMEL PEG & OIS T, RUBOHCHAIZ X 2 KR VBOTEHKIZIT TR, AUk
AT BRI NTND EEZ BILD, Ll AU AT /UL, B X 0 EM bR 75 &
EWRFEL RDHED DDV, KRS THE 2.6 17T & 9 IHR VBT X7 L OB XV ARk
T LIRFACED, 800 COFMTITREL T, BALOERLLS>TNDHLEZZ LD,
RUEE, JRFE. PEG Z[RIRHZMEANST 2 & R UERD 350 OH Fid, Eib & = X T AL AR
HIV, K27 OAA=VHITRT LIS, HEORENF—DBERESND, 2096, &
BT THRYEEE PEG 2NRATHINC RS 285 Tk, AU 2T L NMEREAICAER L, I

B X0 IRFAS DERE, PEG IZEAGRME FICSE R RIC X 0 ARBE I3 &3, Faiic
B % AL, FERAOERP TR, UNRIRIEI DR R R Lo TWDH Z ENEZXBND, Lo
T, RFIC L DI1F I BOECEHC, RFTICE Z 2 = A7 WAL & Il PEG O B iR D 7 % %
AT HZ T, BAFITKETEEZXbND, 2T, K2 8D X IICETEMRICL-THY
DR DN ONERE L THBE, TOH%IZ PEG &3 ¥T, kL B-O-CHEH DAL
B BEBERCAT O HEE B 2. ROBRISEITo T2,

2l

X 2.6 BEARKROER
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o} o} o o
\B/O N \B/OC

B - 5

| NiIR | alcohol |
N N

X 2.8 ZEERA A=

2.3.6 PEG %EINZ X 23 BCNO D& R L BROMEY [B-11]

IR B ERBOIH L KESHE T, RUBEOB-OH EZ 7RI B-NFEAE CTHREL., %D
PEG ZWML T AT ALZAT S Z & T, MROBAFSFIIRIBIZAD R hoTz, THUT
B-O-C BRPTHINCAERT 5 Z EIHl SN TV A2 TIER W EEZ TVDH, Lol #tiM
BE I RITIIR E R AR LTV AR, BASIIART 28062, B O L 58k
KT 2RI T720, TR ZDHR LTH, #EMEOR EIZIEIHT LH 2R3> TR,
— 5T, B AR A G Lo 55 T IR E LT XRD T B,0; O B — 7 (3Bl ST
Do FT. 2.3.5 TRUZEARGHSME (B-D (BT, EDBHET B0 BWAEM L TV D D)
BN Uiz, 2R FTO400C—RBEKAIZ B,Os O E— 7 3B S 3, ZE5UC L 5 800°C ik
BERRARIC ByO3 WAL TS Z &b “IRBERHICIRIL OMEIC L D B-O #GOHAEN LY
B,0s DAEMEZBR L TWD LEZX HbND, —IRBERE DR TIZIZ5E L7z PEG HRDRFE 5y
DIEAF L CWTERLS, #ERMET 27-DICIE I ORBERBESE TR LERH D | ZIRBEK
TOEKENIVNHATHD, ZOWMREHRET DL, LITREOTZOLIEL LIo@EWRETO
SAEAN, BNORRKIZ L 2 B0y Bz R T 5L BEALND 2 LMh, &R TD%E
ANEHIE, Nyl TR T 2717 7 A VI K D RGEZ D 72,
ZER-N, U0 B 2 R ORRE Tl KRG DRRBEIC L BRI E 2 iR 2720, B-1 O—KEE
R DK%, TG-DTA Hi# % AV CTZEA T 500°C, 550°C T 30min Z V2 4VEERR L 7= H. X 2.
9 DBEED X HIT 550 CHER S TIRFETDOBANENTIY | REEIZITZEXT T S50CREE T

He
X

X
4l

}

i1
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FETIEIMNENGH D ZERNbnotz, £12, 20 550CTHERK L= 7 L0 XRD HIE T
2.9 ITRT LI BOs i En TV, —J5, ZOERMTREA /TR ONRY, SMEL LI
800°C THERM) & BRNL o 72721372 < XRD TH 20°fHEICRINE — 2 23D Z & 026 | BN IZHE
T MRS, ARBEMETAERL TS, IH0b AR, 800°CMEEIZRT X 2 7ol
WHDEERT 2 3R, Ko T AHOBIRIZ, BN ICHRT HE A RE S5 2 EBAMAT
N2 AR LTS, ERfREY, EREAL 550CETE L, Fitd £ H I 550°CLARE
Ny TRERR T 27’0 7 7 A Vi & L, IROE R 2 FEfii L7z,

250

»3200'

3 150

ml}h\ Ewo

50

l 4 9 0
0w w

2

TOEHE OERE 550°C DEERREXRD

2.9 S550°CHERE DAMELE LOVXRD A7 kL

2.3.7 2 BXREBERRIC X 5356 BCNO DA AR L B0 DI [B-11H)

800°C D _WRBERIL, ZEHF N CHEME L THRERICBO; DAERB LI, M7 LHZERIC L DR
ETIERNWZ EZRLTWD, 20O B0 DAERKFO R LV IR L& 2 o Re 2 A
LTWoEEZLND, €I T, BO;ERDAN=A L% 210 DX HITEZXT, RUBER
KOG TIE, RPICEUEREIED BNO 2VER L, BULEE L & H1C B,0; ZHEH L7203 5 X5 d
BN LS ETe & DML N H Y | FRAERS D, 800°CH KRBT IZ BNO 75 B,0s BHEFR &
TWDZENRBEIND, ZORE, FAHINAER L7z BNO HEE I RFTHIIC B-O-B fi & DZ WS
SINBIEIMBIC LY BO; BHFR ST NEBZZ b, ZDOZ b, BNO DAERDERIZ, B,
N, O % LV @S, B-O-B BNRFTIIC AT 5 2 & 2l iud, In#z X5 B0, £k %
MHTE 2O TIERVINE B R T, AU EIRFTNTNE 150 CHRE TRlE L TR 2SN
D BEEE LT 272D ITMEE ORI 22 BRI 3 LB TH 0 | EERERR CTEWIC
X, BEHEOA— b LA TEBEHTHZE T, ERETEDLIN, BEEFEExL, 7T
VARSI U LB e EOB I E Ly, LA, BIRES TR A HIWT D 2 LT L
Wz FEERFERICEMETERT DB Z R L LI HR, BRERES L& 2T, 22T, BN
BRIEEFELIZEZA, AUBAT Iy (K2, 11) 7 % BN ARICHEA LiomES 10 238
STlny AT I UNIRRHCRERERICT VB =T BT 5, A UVBHIRFZEONRDYIZ—STH
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WBENEZHTLHRUBEA T IVEFERETDHZ LT, 5 L-ULTB,N, 0 B —RE S,
B,O; DAEMEMH TE oW BRI, —H T, A7 I OMEMH BCNO #tEIz /i
Ll FHATIE, REBZMEHT 5B LHGENRRLI I bEZAOND, FUML AT
VINHER TR AT I &AL (Support Information ) | ZEX T 800°C THEK L7z & Z A,
212 DX ST XRD T B,O; D=7 St Sniginolc, ZDOZ LN, B, N, O &) —47H#
EHDHZET, BO; DAEREIFITE D Z LRbh o7, RUMEAT IV EZREK LIZOHR T,
AIRFENT D E IR E X2 Do tzio®d, RICHUEEA T X 12 PEG 20000 R4 L CTHEL
L. @AAAET 2 ISR LTz,

RPN EERO 2\ Ef5y
HSBLO3HVERT S

e

B.N.OM HERATHE TS 5
BiEE R TBNOEER

2. 10 BNO 7» 5 ByOs DA A —

Melamine

W f Boric Acid

Boric Acid

K2 1IE59 AT I 01 ;2 fldmiEd

15 20 25 30 35 40 45 50 55 60 66 70 75 80
2871

2. 12 R UEEA T I 2 800° CRERTE D XRD A7 kL

-32-



2.3.8 FEIEBERRIC X 23’ BCNO DA AL L B,0; Dl [B-IV]

UMW AT I 2 PEG 20000 ZiEA L TEERL L. dOB LS 2 2 IRICHET L2, X 2. 13

CARTEICERTIIAL T MR LIRETH o7, £, HBEREEERD XRD /54 #
2B 2. 14177, AUBEAT I VBT, 800°CHERZ & BO; DARITA HALRV, BT,
PEG ZWIMBERROHAIT, #TFEBLE T, B0 A LT\ %, PEG DIRINICE Y . PEG 43
BT X DHEEZAIC K0 AIHDENIC 3O 2 T D IEICE 5, BERR OIS T, B-O-H # & DO/
HERRIZ 0 B0s MR LT UWMEIE L > TS 2 ERIREND, ZOHBEZERT LD,
TG-DTA & TG-MS O34TV, RUEEA T I & PEG BAITCTED L D IZKIE L TWDH 0%
fRHT Uiz, AERZX 2. 15177, [N ZEROE. Ny DA L B2 3 FEATO BRI S
iz, TG-MS OWEIZ LY . ENZENDOEERDMMNIHRT L ONEMT LIzE Z A, L
ToOXoThHoT,
C 1S0°CHHEDEERAD =R UBEA T I OBIKEE (B sr 78 18)
- 400°CHHTEDEER AV =PEG 3L A 7 I =y hOSfR (BRHS T8 126, 45, 43,28, 17)
+ 600°CAIT D E B = [RSE DRREBE (K515 43, 17)
ZD9HH, BCNO OERFEATEIE Z 2 DIE, 300~500CD PEG & AT I U W3R %R
WThdreBEZOND, ZOREREL, ZXA T CRLSEREEGAE. N, FORIGSEZSHET
1%, BEANF = PRESELRDZ LD DTA bbb, 28 N TR L72SE 1L, BRBEICTE
VDEEBERAONDRERFBENROND Z LD, 2T 2 THRICHEBIZHET L Tl — /L& —
PG S, REETERRNEIER ICE Z 2R, MeL T B8 RET LI ENEZALND, £,
BRBEIC XV BRER T OB AN Z Y, @fEe B-O-B GO RICER>TND I E B EESN
Ho £ I T, 500°CE TiL, RIMBRHENEIRBEIC L DMFEALTMZ D0, ERFTHRKT S
INF— o iEt LT,

213 1ZHAT I U BEREIME
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i [cps)

400

(2%
=
=

el
=
=

—
=
L

0

26[°]

TG-DTA TG-DTA

100 100

50 H 50
e o 3| |& 0 3
(@] < (&) <C
= 50 K| |F -50 &5
-100 -100

1 1 _150 _90 1 1 1 _‘50

0 200 400 600 800(°C) 0 200 400 600 800 (°C)

Sifair SUMN,

2.15 HRUfigAT I L PEG20000 ZHEEL 1:1 TRA L= 7 L0 TG 258

20°C/min T 800°C £ TH-1A, 800°CLE+F Omin,

-34 -
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2.3.9 2 BYRERERRIC & B BCNO DARRE B,O; DIl [B-V]

* 2.4 D B-V OFBREMTH DAL HOLE O EOBME B Z 0. PLIE, XRD A~ kb
FERALUTIORT, K2 16-18 DX I, BEOKEWS00CETEER N THREMT 22 LITX
Y. XRD T B,0; D E—27 D72\ BCNO # A A 1572, A T, @ C el e <, ek
DEREBRLNT, BE, B,0; D72y BCNO KD B MG A ML THZ LN TE, Lh
L. E7RFOBNBEMBEBE CIIR L TNALN, & IIFEHKIER EFRR LTV
WZ EDBDND,

EEEE . o
X 2.16 X582 T I +PEG BERk O BEMEEE 52

Y

12 100
10 e e N
Eo.s -
04
¥ 04
02 401
0.0
350 400 450 500 550 600 650 700 @
Wavelegth (nm) o
PLEN RN E) 2~ 2k L 460nm ( % 02 o'a 6 o O
HIBUNER 66.8%, BFMNE21.5% BEK, v = (0.382, 0.525)

2.17 1F9BEA T I +PEG BERR @227 L

20 40 60 80
20

X 2. 18 ¥5it% > XRD A-X7 kL
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2.4 BCNO #HIAKRDREMIZDOWNT

2.4.1 BWREM

2.4.1. 1 FiRZEN

TEONED R\ WEOEIRITE 4 LED O @A & L CHM LED ~OIcHARN M S5, 2D LED
MO AGEEBEICRIZIZ, LED 7 /3 A RABRBIRFOFEE K L T OMAME(IEE) A LB & S b,
— I STV D YAG HEERIT, @R CTOMAMEL BRSNS EATHDE OO, [X2.20 12T
Eolc, HEMEEFEDLLEDICHESN THE LY EFREOLOTIE, MEMIEOEE 5
NS L HEOLBEE MK T L TR 0 BIAMEIMEV, BR{bAR 7 #73 XRD TH i S 72  BCNO
RO FIR PL 2 & L2AER, K 2.20 DL 5 ICBTHVWOLNTND YAG LY RIER® LA
AT HDTH->ThH, 2000CE TILIFIFHA R S 720, BCNO #EOGEITEWE A2 T Tl
<L BWIRETHERENME T L2V E WO FIEEZA LTS Z ENFED,

YAG(E—5k»F560nm) YAG(E—% kv F585nm)
P/ —50°C / N\ —50°C
g ﬁ/ ‘“Q;\ ——100°C | ;//;"'“‘\\\\ — 100°%
i ——150°C # {/ "\ | —150%
;{3 0.5 / — 200°C ;é 0.5 éf/ﬁ\\\\}\ —200°C
=l BN B0\
00 L . . T, 0.0 e
480 530 580 630 680 730 780 480 530 580 630 680 730 78
nm) nm)

X 2. 19 YAG [t & e e 5s

BCNO(E—%byF575nm)

N |
7\ :
Vi N\, |—50%C

f \ ——200°C
/ AN
/
/

AN
N,

RigEEE
o

0.0

480 530 580 630 680 730
(nm)

[X] 2.20 BCNO &t s

2.4.1.2 {KRZEM

IR TFTH, BUC L DN TREINEEEZT 5 Z LIk 0, —fRICHEOEMRE & 86 B b+
HTENMBITNDZ END, BONO EIEAROZEE 8 L7, MIETIEE Ui, ekt
Ba 7 FAF ALy NORAT =y ML, BMEEICL > TESHT (930um) % [EHE L7-1%
B2 ATV, IR DRIRICA T —VIREZ 7208 5 PL Z23IE L7, MMEIR (K 10K,
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260°C. £ 3 Wef) PLER ., sEIOBUNHE - IIRIC L 2HESFTOMR E PLIREDO E 27 1
VARHMEDO L =PI KPR E R T D700, Wi ETREL T2 b HE
PL MIEZIT o7, £, ENIZE 252 L7eT2570, FEIV v v & Z2H LEERF O
FHIEFEHIY CTCTHIE Lz, BERRZK 2. 21 1R7, #iR (22°C) @ PL IX 540nm 23K
& C 23000cps FREE DR L, -150C (F9 100K) & T PL 58I AR T 32 03 F LT DK
IRAEE (K 100~10K) TiX PLBBEIFIIR SN DERTH D, —F. FEHAIRIRE-20 FREE T
OEFETRE FI3/N SV A B3 BB W LV OB E 2 R A2 28R ThH
%o Fo. FH—%HFTO 10K TORGER, B CREIC X 2300 B a2 R T 5720, MESHT
BEZTHEL TS PLEIXIZIEFR TETH Y L—P—MEIC L 28R 0Lt Li13d 720
TR ENTZ, 10K (260C) OMMKIRNER ., WiRETRLEAGHELZE Z A, K
IR CIIZ VO PLEREZNRD LN OO, WL £ TREZ RS &, PLIEE HEOHE
FTEIE L7z, —J7. PL ERITERIE EO0MEERBE) (540-535nm) &, MHar o2 L R
b5 EE RS (<530nm) O PL 98 ERMEASED ST 5D,

PLED X 512, BCNO # AR DIMEIE PL JIE OFE R, 100K LA T OARIR T & R PL A D 1/5
FEFTRIEMETLTND Z LD, BONO HOBKRO RSB REREAS PL 58 A O T 2K T3 2
EWRE SN, — T, BB MNITRIRMIOIRE KRS (PL SREAR T >R F7E) Z2Ff-> T
W52 EMH PLEBICHE L TWD EBbN2HNESFEFDESR (KR E) 2EI2XkD
i 7 OB (FAEE) AMRIR T Tl Sh a0 Thsd LBESND,

1.1 — 22
25000 = - ) —2
ni{EZ .":..1 —-43
20000 | |= Hm® - 3 =
; /
2 15000 | :
M ]
] | LL.,-!- .. E i
S 10000 r Z0s
ol o =
5000 [ ‘g H .=
08 1 L
0 - - -
520 530 540 550 560
=300 —200 —100 0 100
D HEE(C) Wavelengthinm)

[X] 2.21 BCNO & AR DO RRAKIE PL I &G H
HOGREEL - HN052-05 23 JGHIE ) KBr A (Smm ) 2 KloieA 7 L A L7 iRk
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2.4.2 EREEN

—IBINT . FOBIRITE DRGNS, SOOI RE REE L EX 52 P Mo TS, L
22U, BCNO #MARIZ, S REREEEZ A L TV AT TR, ZNE CTOMIERBELD
B Z2AELT 720, HEED IR T B 7 7 A TH DD, F70X, PHIZRE M 112 & 0 Rk
SNTEY, ZOD HIHiO L I ITBMRBZELLE L TND EEX LD, AEERERIZIT,
FERS AR 50 | i T X H F Ok 2 VD T BERRER 21T o 7o, il E, IR AR — I (b
o F e R EAR) TR, BIEEEC : 500rpm,  ByFEERT : 20min,  BFEAEE : 20ml
AR AT 07 0 A U S mEK 50 5, R 2g TH D, EBRERAK2.22, &
2.6, [X2.231Z7%, BONO #ERIE, Mz X 0 i< Th, BB THEREER S =
Ll FRERNBRICKRERBEGZDH DR, BEREHREKTHD Z ERRENT,

SR8/ (

X 2.22 Fy#eRit% D SEM B A A —

#£ 2.6 ML OEN AT NVEAL

NEBEFRhE 44.7% 44.2%
BEEE x 0.1604 0.1584
BEER vy 0.1278 0.1185

RERXRE 473.13nm 470.82nm
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100

80

B0

40

20

L 1 0
02 0.4 0B 075
X

BNO41-2ML

90
80 - 12t
70 -
60 -
50 |

40
30 -
20 +
10 b

320 420 520 620 720

0 ‘ ‘ ‘
320 420 520 620 720 Wavelength [nm]
Wavelength [nm]

[X] 2. 23 ¥yttt DG AR T L

2.5 BCNO #IGEDIEERRT

2.5.1 FITABEEEDER

BCNO #OGEERIZIE, AU R, ERW,. BLOBERI L L THRMEEH (Melamine/Boric
acid=1/2) L7 Ul A7 I > (MB) Z v, (KSR E LT PEG L7213 U 7 U LT X (PAA)
HAH=FHRAEIZED MBIZIRINL, JEEHE LTHWTWS, SO GR TREAZX 2.24 (&
R LTz, FEDIRGH TMB & PEG (PAA) ZIEA LIZFEEAZ 2 OIXICHELEA L, EXUFH
T 500C (400°C/h, N, F5PHAR) (27T 3 REfEILRFFD 1 IRBERKIC & - THHE D BCNO HOGIA D FiTEE
i (FUHER 40%) 2 AT 5, Z ORIEEZFERIZEL, 750C (N+O, ) T 3 Rtk
F54 2% 2 & THI 50%DRIGR THEOR 21TV D,

9/ Hi H
oo+ peg
L (PAA) -NH,,~H,0,PEGH & -COx,~NOx
‘ Nﬁ/N\H~\ H byl > 2 >
N\KN"‘"H ‘; — R ZRER
NHZ \o/ \E (500%/“1) (150°C/Nz+oz) -
A EASTY . -
(MB) BIER {5 BCNOH St ik
B Hil

2.24 BCNO #EARD AR IR & —R, IR DB HE
X0 EEN BN TTEBOMAERAESB DL T-OIC, RF\BJE (PEG. PAA) ZHINL TR WE (K
TEEA T I DIH) TR, “IRBEREITWAESERIE L, SOV,
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2.5.2 WAEOREFRME

2.25 (2R (MB) | RIBEIES X OMEEIRD XRD /3% > & &3 fRhE TEM 827~ Uiz, JFEH

(MB) & b U CHOGMITIARE R BTS2 2R L TR BT, 26°, 43°fF2TBN @ (002) i
BEW (100) HAHYOEFIZZ7 o — K= OHAPROLNATEY, ERETHDHZ LNR
MEIid, 7. @5fERe TEM (HR-TEM) 45 K OVHIRGLEFE 71471 (SAED) 76 & HEE
FEHETH D Z E RSz, L EDRERD D BONO #IEEDIEREKILS T 7 7 A4 MEiE
DEFTFE (BN) HUEK THD EEZXBND, BERIRE AN ENK 2 h-BN O K 5 7o
P E TIIRE L TR O, ERER (G BN ) (ClhEoTn b EEx bbb,

‘ (002) (100)

h-BN

Counts{a.u)

AR
1 i BANE)
10 20 30 40 50
20

2.25 BCNO # 6K D XRD /32 (5B, miiBA, #OBR, h-BN Hig)ds L OV HR-TEM 4

Fiz, X 2.26 ICITHNAROBEM Raman A<2 hL (Ar L—F—_ 532nm M4F) % h-BN &b
i LR Lz, BIBRARICIV Tl Raman WRIN O B — 27 23388 HAVR N> 7278, @GR D41
h-BN & Rk, 2L T H#E DT — MEEEA O 1370em™ 13070 B-N #Z8) (E2g) ¢ Raman W73
FREEFERAIIE DI R E NS OO, WFEICHEH I TND Z 25 bIERED BNIEETH 5
TEHEIFFL TS,

100

80 |

60 |

Int.(cps)

40

h-BN
20

Bt

600 800 1000 1200 1400 1600 1800 2000
Raman Shift(cm—-1)

0

2.26 BCNO Y6k & h-BN OB Raman A2 L
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2.5.3 HOLEKRORIGEE

B4 2.27 1258 (MB) | AiERAIS L OHOEA L h-BN @ FT-IR f R &4 bl U OR L7z, BUEHT
BWTIEATZ IO CNHAZED TEBERERROFWE —7 BRI EN T\ 5, AiED
et —BERRIC KD A T I B ORI X VRS REE DT OIFF I T — Ry —2
FRERL TS, —Ji, ZRBEROENAETIZ, A A B —27 & LCThBNEAICFR7: BN
{EAEARED (300, 1400cm™) 235850 HAVBN BHIZHEEI L TV D Z L VRIS L5, £, 1090cm’
FHETBOMA & BbND/NEVWE =7 BRRBDHILD Z &0 D BN B A~OREDOE AR
BENTWD, SHIT, HAAETIE h-BN TIEMEE S 720 3200, 3400em™ fHEd 7 m— K7g e
— 7 DFIEDRRD LN TEY | wAERITD FARmWCT I8 (NH) E2ik, KR ((OH) 23
AL TS Z EDURB Iz, ZHUE, h-BN OLAIEARTEEFRHA (b L<IE, NH;ETH
P40 T C 1000°CLL EDOFIRBERIC L V5 5Hh 5 2 &2kt LT BCNO # AR D BERLIRE 1% 750°C
EHHIRIR TH D . 20 Air BAIZ KV LRI T OB (BABERUR) TH D72, 1R
5D-NH, >B-OH 3 fFT 56D LEZ BN D,

C-N, C=N##

£
T Mtk
E 8 3 ¢k
s | LN ANl
= ~NH, —onﬂlﬂ

1 ~A-BN

A
B-N SP?

-~

4000 3500 3000 2500 2000 1500 1000 500
Wavenumber(cm-1)

<] 2.27 BCNO 3 AK @ FT-IR 5Bk, BiBRA, d¢6A, h-BN i)

2.5.4 BEOHEE (TRESRE)

THARIEA SN D RFEOFEEBREE & BT 5 72O FE R PC-NMR IERE R % X 2. 28 (25}
(MB) . HiBRIATS L OO & e L TR L, JREIOR VB A T 2 13 166ppm (LT A 5
LD CN (C=N) HHEHEEDOY ¥ —T 72— BPEIEIN WD, —&BEK (500°C/N2) DR
EMADG L. AT I VB OSIRIZ i@l%wm®ﬁ%7ﬁﬁﬁﬁ@KﬁTb\%L%ﬁ%%
AHRDE— 7 BRORmESS M (160ppm) (237 P LT r— FE—27 THRIEENTEY ., %
DIRFREGEATHHEETHD Z LR IND, —FH, #HIROSGEIEL Air BA L7z ZREE
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f% (750°C/N2—Air) THRIR H

DMRBERUS ThRE S, FRAFIRFE DR

TS OO, 163ppm AT S v — 77— — 7 L LTRSS TN D
i
|
' R# (MB) i
| i
AIBR K (1 RIEFLE) |
S mtemmme)
I RPN L Y L R TR, ) o Tyttt Byt e Ml
1 CH N | 1 TR T N | 1 CH N | TR | TR N | 1
20 15 10 15 0

DI (SN t)

ppm
2.28 BCNO & YefAd PC-NMR  (FURE, RS, 2GR ER)
2.29 LR 2.7 125 (MB) | BIBREI K OMHEOBIRDBETE 2 BE% O XPS 7w 7 7 A v LTSy
BERE R0 B RO I- K HBE G ORER R AR Liz, 2.8 D B/C/N/O £ LHEDOfEETRNLF—%
ZEZLTHE L XPS 70 7 7 A VOB z T o7z, £3. FRlBOKE C 1s D 284eV
fHEDE—2713, REDHTFETH L XPS HIERHIHH S50 FKE = > % I RO IRHE
R4y (C-C. C-H) &EZ b, WESEHCLY Zoe—7 3R L CRE, BLE2T-o72, %
JCSE OISy Bt O -AfilE (FWHM) (2F0EFL 0 Rl IR, SEAIHICKRE S 2o T D 2 0 b
WRTTREORERENPRESELTVDE I LERBRL TS, FEIOLEIT, AU@A T
YDOERFEAETHDH B-O (Bls) | . N-C (N=C) [C Is]. O-B (O-N) [O Is]DF5E
TRIVF—=NENEI 193eV, 532eV THERMD JWH—E—27 & LTHLA
TS Z LR SILD, ZHUTK L THIBMA L #OBED B, N, O B'— 2 OWTEBEDRE R,
BERCBRG (Z4k, BRb. BRBE) (& o TH LWEA DM ER S 1, 28— Oxt5:
PERRRRITTEY . U EOBFEREE R EENTWD I EN DD, £T. B Is B—7
DT HED DIXEREMEZE (F>0>N) 1250 191.7eV IZEFHH KD BN A (23.2wt%)
M. EEE TRl 193.5¢V FHIIZIE B-O f5 A (8.9wt%) THDH LB HNDH, Cls DfE
Rk, Rz IHEREEbR D EMEO/NEV (FWHM @ 2.6eV) 2854eV % RN T
288.9eV D E— 7 X C-N (0) fEATH D LB X B, MR 4.2eV L IRWZ & HEHOITHE
LREG LTS EEZ DD, Nlis DEEAEENHIX, FHHED N-B #H 7% 398.4eV (FWHM :
2.3eV, 223wt%) T, EfEG TR X —M0 399.7¢V (FWHM : 2.6eV, 8.7wt%) ILER M
DEVEER LG LTEN-OFG THDHLEEZHND, OlsiE, O-B(N)#EH7% 532.4eV (FWHM :
2.6eV, 27.6Wt%) TH Y | 1.9wt%) 1L O-B=0 #i&aThHD I LN E X
HiLd, T 534.0eV FHEOE— 7 XHIBEAE (533.0eV. 5.5wt%) THIRH LI TEHY | #HHE

C-N (C=N)
298eV. 399eV.

TR L3 — 1

534.0eV (FWHM : 2.9¢V,
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BRRORIERM THHBIEARTFE (B0;) HREZEX DND, T D B0; B — 7 (T8 A% EtOH
Pl 2 LHET D2 Z LR SN TWD, 4. 20 B,0; &atEo itk & OHBIREED
VETHDHEEZ BIND, XPS T OWTELBEC L 0 8tR D e FEM A B LS. B/N/O
(31T 30Wt%fRE L IZIZF UM TH D 2 LTk LT, RFIT Awt%FRE & 2 OB AR NI 2
EMHERR ST, ZAUEL RIRO PC-NMR AR CHHER L7z & 5 ICEOERIX BN-O # &% T8
ELTWDZEEIRLTWND, —Ji, #MED B Is =27 2513 187eV DT R L
—ff] (B-C : 187eV., # 2.8) OB —7 BFEO HLNRNT L) D B-CREGIIFEEE T, REBEITEHR
HHWNE, MRELEFEALIMETHL DO LHEREIND, XPS DERENM RN OROTJFE Al
BR s L OVHOEAR D BCNO DItk 45 % Bi0oCi.70N3.500330 (BEARHFLAL 1 B1.0oC1.67N3.890445) «
B1.00Co.8aN22501 15« B100Co11N0.960001 T Do XPS HHTHEHE | JFUBFOBEERMEAL & bl 32 & %0

METHLBLOD, WHEIET 52 L TRFELEEFZOMALDKRIFIZEL L TWD Z & DR
b,

A

=

#

Al

B

*

B

5%

*
E__ L PSR ; // A\
S 290 28S 400 3¢

Binding energy(eV)

X 2.30 JFEF (MB) | AIBEAR, 26RO XPS Profile (47 BfEr%)
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2.7k (MB) | HIBEA, HOERD XPS [FIER R

_ [ IEILEN AR
ol mE - - -
x| #e |RAE[FWHM| AR TREMT] BEE | FWHM | S5E MR | TRERT| $EAE | FWHM | S A MR | TRER
eV eV wt% wt% eV eV wth wt% eV eV wth wt%
(N)O-B-N - - - 192.5 2.7 14.0 191.7 2.6 23.2
B s 10.5 18.9 333
B-0 1922 | 24 10.0 193.1 2.8 46 1935 2.6 8.9
C-C(C-H) | 2846 | 2.1 48 284.9 21 1.9 2854 26 3.7
C s 17.8 15.8 3.7
(0)-C-N | 2877 | 23 170 288.5 3.2 153 288.9 42 3.6
N-B(N-C) ] 398.7 | 25 34.9 3988 | 2.7 34.1 3984 2.3 22.3
N /s 36.7 426 321
N-O(=C) - - - 400.5 24 7.9 399.7 26 8.7
N-O-B |531.6 | 23 33.1 531.4 25 16.5 532.4 2.6 21.5
O1Ts 34.7 22.3 30.4
0-B=0(B203)|] - - - 533.0 2.8 55 534.0 2.9 19
TREML B100C1.70Na5002.30 B1,0C0s4N22501.15 B100C0.11No96C0.01

*REIVAIHEM S TRV -TRAR
7 2.8 BCNO HOGAR O T HE A = /L — CCEkY . SZ2HME)

— et | #EezrL¥—]| = tet |HEIRILE—

TE | (e (eV) E | (ga (eV)
BC4 187.4 BN 398.1£0.2

#9%| BN 190.1£0.3 =E NC 398.9+15

(B) B203 192.8+0.7 (N) NH 399.2+0.5
H3BO3 193.2+0.4 NO 407.6+0.6
BC4 281.3 OH 531.5+0.6

. Carbon 284605 0-N 533206

Tf? c-0 286.6 %f? H3BO3 5338
C-N 286.9+1.7 8203 534
c=0 288

2.5.5 BB O HT

Eikod X 512 XPS #riE, RESHFETHLoREIOERRRE (222 3, Bk L)
B Lo TEZOERBE IO HBREOHEL AT D120, Eff e uHF A #wmT 52 LN
HThs, I T, BILKROHIITHEMLE RO D72, BHT TIEI L0 MR HT 2 F2hE L
2o ZIMTiE. YRGBT L C C/O/N/H DR A 53T (C/S [AIRE/3HT. N/O/H [RIRE534T) L.
RUFE (B) IZHOWTIEREENS C/ONH 73 %72 LI 2 &I &> TRD I, Rk LU
SR DOIEFALRIMTRE R A TR, BB T ROSHHER & ik L TR 2. 81T, £3°, B
BT OFEEERER D 7= D17 o T BEAEEE (BN, JREH O RE R D & s HHa LB amii
FRACHEFCHE L . RO ORBERIEFITEH N ERHRIND, ZOBSITICL> TR bR
T RO TEHRARIL, ATFE XRF OF B & i U TR & IHEMME AR E < B o T3,
7o, HOUKRITIT 2%I2 EDKFTTREDOHFIENHER SN THY . EiL FT-IR TR S L2531 K
Wi (-NH. -OH) OfFFENRSRFENTWD,
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2.9 J5RH RUBMA, SOCROMABRDITRER (BAIHT)

Lot. =4 Smassk) Tot% #HRR
B C N (0] H

BN 42.9 0.01 56.1 0.60 040 | 1000 | Bi00CoooN1310001Ho03
1. EEmiHRK | 436 - 56.5 - - 100.0 | B1.00C0.00N1.3000.00H0.00
[Exl (MB) 8.9 14.9 343 39.1 2.8 100.0 | Bj0C168N3860440H031
1. IEESEAAR 8.7 144 33.6 384 48 100.0 | Bj0C167N3890445H028
ﬁljﬁ[ﬁi 16.6 13.5 37.7 28.7 3.5 100.0 B1_ooco_g1N2_27O1,73H0_21
IR 31.1 1.2 28.3 374 2.1 100.0 | Bj.00C0.04No.910120H007

2.5.6 WIEDSTHEEEE
Ll EOSFROHTRE R BT, LEOmFRMAL (Wt%) 2> HHER U 7= Ak iREs L Ok o4y
THEE A 2. 30 1R LT, 77, FEPR UEEA 7 I U IIRIEHERAKO—RBERIZ L - T, &
U D OBIK ((H0) S & AT I B OB A (NH,) SIGIZE D R UV BEREAEA
ENTZATIVOREEWMNT 7 7 74 MEEOHEAREH HIEEL) L LTHOAbDEEZD
W5, ZORMBIMKIE, ZRBERORBERIRIZ L Y A T I UAREMOsiR ((COx, -NOx, etc.) JX
JEOIRE & Ry DERAE T2 E ORI D FRE S 4L, B-C-N-O HEPRERINDI D LEZZ HIL
Do FTo. AT FT-IR 205 OBERER ((NH, -OH) OIFFECHIRFARR M T 2wt%lE £ Dk
FRAFORHPRDO LN TNDLZ ENON FREICITHYOERENETFLTND B2 6N
—J. AU ~—kRF W (PEG, PAA) Z RN L THEK LICEAEIZB W T H 2D O REMK
O TE B DB T H D b DD, AeRER (RFWARIRMN) OFER & FEROHTH#E R 0135
HITHY . REWIRINC X DHNRG FEEORE REIZEN D LEZ HILD,

OH
B o e
HO. _OH 0—8 p~£
B' O_B\ ;N—'B'\ /0
HIEE{R pny. N N, OH HO-8. N—8_  N—B
E/ N. _Nwn.OH N_é N8 7
{\]/ \I,— *-Bl-ﬂ' Of' N—B/ fN_CH\
\ / N
NG NL UN- L k) N-H
H e g H 5 HN &N BP’ B}J o
HO  OH v Yo
N-O O .
H OH
B1.0C0.57N1.9001.50H0.16 B1.0C0.07N1.101.3Ho 04

<] 2. 30 BCNO a2 AR D RTEMA & w AR O T 57 T HiE
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2.6 FEim

1. BCNO [ A &

WRFFEER TR S 7z BONO SO MIRIIE CH 5 IR, BERE O BREEOK S,
WHHRE, BEEAOIE DO AR L, BERRREIC R D00, WikibE7, OB B TR A BEAk
5 Z & THRIRIFEOSOLRZ A 5 Z L TE 5,

2. BCNO /&) |k
BIABERICIN R . L2 L, Bepk TiEZ 2 BERSICHE T7heb b, RFE R EDOEHZ

R T O, BICEEFRAE FICHERT 5 2 & T, BONO TORSZHITE 5, £, RFEIC

Bz AT IVEREFPUTHD, TORTELEOa LT Ly 7 25K L-OBEEKT 5 Z & T,

Wb 7 DR E JIHITE 5

3. BCNO % E M
BCNO #0t 413 LED B8R -20~200°C O FiPH THEA LRI bR nWE 2 R+ 2 & 2 i

ST, FTEBEICK L THEEML R L, BEREOIIREOLARZ . A—L I TH L Thaok

SREE, AN RN & AR LTz,

4. BCNO ## i
BCNO #{EIRD 5y FHE % L0 ERIICHEm T 2720, RS KOHEIKTH 2 aibkis 4 &

D T HARDEFESY HF T TR IS L D RD & 9 el R a7,

OXRD, TEM, FT-IR, "C-NMR, Raman 73472 & 0 @b AL, BRRTFPEASNTZTT 77
A MEEOIESE (ELHEHEE) A vHE (BN) BHKICEEI L7 BN-O #AE TEKkE LT
BY, 2HOS TR ((OH, NH) BEHLTWD,

@XPS T OFER, BN-O fEGO—HIZ C MEASNTMETH Y, BNO DOItHMmbIL
30Wt%HI#% TH LY, ClT awt%FfeE L D72 < C-N, C-OfEE L LTFEEL TV 5,

@EIHTIC L D HOCAR DM TR AT D b 2%IEEDKFE (H) BB Eh, oKk
WIFET %, LLED L 91T, BCNO B EARITIRIE D — R BERCBLE THRUEHR DB A 7 X OfFH
RIRZ R 7T 7 7 A4 MEEOERERPIER S 1L, ZIRBEROBRBERGIZ X 0 &5y DAk
W7p EORKDBRE S, B-C-N-OENERSNDE D EE X HD,

- 46 -



2.7 5IRA3ER
1) T. Ogi., Y. Kaihatsu, F. Iskandar, W. N. Wang and K. Okuyama; "Facile 5 Synthesis of New
Full-color-emitting BCNO Phosphors with High Quantum Efficiency," Adv. Mater., 20, 3235-3238 (2008)
2) W.N. Wang, T. Ogi, Y. Kaihatsu, F. Iskandarc and K. Okuyama, “Novel rare-earth-free
tunable-color-emitting BCNO phosphors” , J. Mater. Chem., 21, 5183 (2011)
3) X.Liu, S. Ye, Y. Qiao, G. Dong, Q. Zhang and J. Qiu, “Facile synthetic strategy for efficient and
multi-coglor fluorescent BCNO nanocrystals” , Chem. Commun., 4073(2009)
4) XPSZEE : http:/www.jeol.co.jp/science/xps/xps]1.html

AL, B . miEck. B FiL XPSICRIT DB REEE & O . K
B 16, 515(1995)
5) FHZZA - BH— - MEEECR UEE-7 U & Y UHEE W RIEMA OBSLERIZ L 5 E bR T 3,
RALTR U R DGR BT RTE, 94 [1], 61-65(1986)
6 ) L.AJ.Garvie, H.Hubert, P.Rez, P.F.McMillan, P.R.Buseck, “ BNys0y4+Co;: Carbon- and

oxygen-substituted hexagonal BN” , J. Alloys Comp., 290, 34(1999)
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FIE HEFRNEME AIBCNO EHXED AR & R

3.1 #S

BUE, B3 X —HORMARIA & L TAM LED OFEN2HIH RTINS P, BHRE
DOTFTRNT LAUE, 2014 4 1,362 {EE(1 JK 4,120 EH) OIS, 2020 H121F, 2,460 {EE & {HEk
TIT 180.6%, 4%H 1 JK 9,300 f&H & 136.7%DIH U PRSI TV D, 4%, BIfE, A LED I3,
F a5 LED IS s ek (YAG)Z B4 LT-EN FR THH 03, L0 ZRLF—hRomn
Y8443 LED (365~420 nm) A#FIH LT, D LIZHR - fk - HHOEE (RGB #R) 284 L
THEENTME R D EEZXA DN TS, UL, BUE, lx OEEED 3 X FRNEWIENY TR
<, THEOERAREZFHATIZLICLY, LT 7T —AMHEORN, MG et20Ea X b
LS OBBERBEIL L TL D, £ 2T, M CH— OB TRt 28 bR A BT
LZENTENT, WEa X M2 EHE, K2 XA Mea#ER TE, BT, LT T —R &2 E £V
JERIZ JAUE, T ORBFRIZNRIT, EFEE LT RN L2 FZORND RN DR H 5,
2, A LED OERICKESEBMTE2LE2 605 (M3.1) ., £ I TARETIE, AEW.
Hrxx—Mo[e LED OFEHLZHIFEL T, B—0OMETHBRRET LT 7T —A7 ) —i#
HEROFE BN E Lz, ZOHMEZERT SO0, THETICYMEETHBEINZLT
T AT U —BREAENRICER Lz, AU, R ~—, REDDLEGOICARB GRS
HEVIFER(K 32)V e, HBETAI=U L RY~v—, RENPLHFEREIAENERLIND
(B0 3206)Y &V HLIZEE SN T, H—OMEITABRRENT LT T —A7 Y —& RO %
Bt Lz,

XK BLED
(F.8% %5
245\ LED+RGB% J: {& ==K
245 LED+E & ® LK
RGBH Jt{& (
BeERtE
84 LED
(365~420 nm) 2 45\LED
(365~420 nm)

X 3.1 [ LED Ok
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BCNO E;l.;{;}; AICNO & F:4&

AI}Jﬁ -
ﬁ _

*Bf%d)ﬁ‘ﬁf.jﬂtx
%@ ,ﬁ + *
AI}JE TURATY7IatR

32 AfEGEROEHK T 7' X
(a)BCNO AR (b)AICNO # AR D AR 7 11 A

3.2 EREEB IO HE
HEOR RN DA 7 0 —% X 3.3 1T, WBEITENMK E Uiz, TR L 72 ENAR &
BOVEICH L, INEVEIC CHTE O - BECINEVEERL 217 5 B CHBRRI 2 AR LT,

B source @
Boric acid(BA) Urea Polvmer
H,BO, (NH),CO Y

Ultra pure
water

t synthesis J

!

t analysis J

Aluminium hydroxide
Al(OH),

33 A et xT7a—
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3.3 FEBRRER
3.3.1 SRURLIF DRIRE

] 3.4-6 |IZAMWIE TERL LRI & . BONO #OGR, AICNO dOER DI IERIER R 27777, X
3.4 O PL JIEREF & 0 AR DI ALY R LiE BCNO #6k & AICNO &R D A7 kv
AREALIIE L 2> TVWD Z LR SN, BNHEAXY MZ7e—RTHY, 370 nm
5 570 nm OIEV AN A 7 S — LT 2B EIE AN 2272 0 IEWERIK TH D Z L dbh b, Fiz,
3.5 DFHE A7 MUET r— RRAXT ML THY | FAMNRIC L dtmENEm< 2 b 2
EDRERR ST, S HIT, 3.6 O CIE (A EIEIZ BT, B RRL DI AT (A & A DIH
WZHH ., BEFEIEL VDI ENERINTT, ZNHORE LY, BCNO #KD &
AICNO HOGRDFEMZ A G 5 2 & CHAIZHILT 2 S RORBICHII LT, &6
12, ZOABERKITHEE, KBETOV AT v 7 7oA TR TE, LT T —A&28Lfli
M L7220 W IR LAl 72 3O & W S LB CTh 2,

Ex=365 nm

462 nm BCNO:yellow

— AICNO: blue

— Synthesized
particles

400 300 600
Wavelength [ nm ]
3.4 GEkT & BEEDHOGIED PL FEEHRHED b

Normalized PL intensity [ a.u. ]
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B2 X Rk JL(Em=462 nm)
| BHRZRXRILIL(Ex=365nm)

Normalized PL intensity [ a.u. ]

300 30 400 4% 50 590 600
Wavelength [ nm ]
3.5 AR DI - S AT b L

BCNO

3.6 ARk & B EOE RO CIE (S FEARE | C o ik
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3.3.2 B RRIF OFEEEE L TR RR D AT
A3 L OV BONO #OBK, AICNO # & XRD JHIERE F %X 3.7 12779, XRD I EH#
%ck ) /EI\EE é j/bf:*ﬁ%&j: B203\ A15B09\ A1303N B ILOBN O)/EEIEIEI;IZQVC&) HZ L 7535E§,7\8\ é j/l/f:o

White phosphor

Intensity [ a.u. ]

B,0; 06-0297

L
I \ | e Al;:BOgy 77-0395
I

| < Al,O.N 3|6-0050
' , l

‘ * BN 73-2095

10 20 30 40 50 60 70 &
20[° ]

3.7 BECRIF D XRD HIE#E 5
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3.3.3 SRRRLT DR FHEIR

SEM BGE & 0 &Rk L 72 B3GR IT BCNO #OEROHOR F 72 1T T 112 AICNO H#Ot iR o
BADESSNIEETHL LW LN RoTc, Fo. FRE D ZILR L THIET S &
BCNO # 6K, AICNO @ MR TITFER S e o 7o sPINEE SRR ST, 2 DSRIRER /3130
kDR (BCNO, AICNO) TIEFER SN TV RN Z & 005 ALBO, TidAaWW it EZ b b,

ce.okv xs. 3.00 MM

20.0kV X1i1. 100pm

3.8 ARk F. BCNO GRS L OV AICNO #GIAD SEM &

-53-



334 ARCKLF DR IHTRE R
3.3.4.1 TEM 213

39ICTEM BE, K310 20K~ v B 7 ORREZRT, TEM BIERER LY. BREHS
(position X7 E /L7 7 A KRR 7 (position2) | Ik T4E &K, & L TS (position3) X
WiERRMEZ SO Z E BRIz, Flo, LRy BT LD BEREHSIEB, CENEZELEA,
BORERTIE AL & O 2% e E¥bo o7z, Lo T, positionl (B, C & N &% &k
TENT 7 A, position2 IE Al & O %< FeLAEaaE G IR, position3 (X TEM-EELS &5 F &
D Al B L OZLGUREEDEWVERRFRE TH D Z L MR Sz, BHEDHIZEL D |
BCNO #HIKIZT ENT 7 ATHDH Z L BHER ST D T2, BERIRES> 23 BCNO 3G IR H Sk
ThHY . ZAEMEAERII D AICNO HA BB K TH L LEZ NS, Lo T, Ak FOHG
FHA T = X LE, BEIRERS O BONO H#OGIRD B AT & LR B IRES 53 D AICNO HOE R D
HFEORIEDORAICE > THER KL TWDLEEX LD,

Particles Needle
high crystallinity

Film
' amorphous |

» Fine crystal aggregate ]
'\" .

X 3.9 HRhi+D TEM 5H

-
{1

X 3.10 JeHR~ v B IHRER
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3.3.4.2 EARIFOEFRE, FERBOITRER

BB T DB TIRIER L OFEAIREEIZ DWW T, TEM-EELS (C X 500 & Fifi L=, ARk 1
(IR (position]) | f&ffh(position2)) @ Low Loss A7 kL, B-K edge A7 h/L, C-K edge
AT kb, N-Kedge A7 bl N-Kedge A7 LI LONAlL-Ledge A7 ML &K 51112
7~9, TEM-EELS 35 R & 0 . BEREICIE B,C N B8 L V0 BFE(E L, ki 1-#8121% ALO @
FAET D 2 E DB BT S TR -EIZ 31T 5, B,CB LN O B — 7 2D TR &
[FEED ZA7 MBS TSR, BEREICEDN TS Z &I X » TEYREO BN H T
WAHTZDH, ZIHDOILEDFIEIARAM TH 5, BRI OWT, BK-edge AX7 ML XD 194
eV & 203 eV ICE—I BHER SN2 b, BALRLY BN D ¥, o*fiied ThHhDHLEEZD
N5, F7l2, Low Loss A7 hL LV 7 eV A2 B-N O RHEER B — 27 D3R STz,
L oT, BEREICITRE R o fEEE D OB-NKEVBFIET 2 Z LR LN E R 57, CK-edge
AT RV XD BEREIZ B W TIRBEDOIFIENER S dL, BREIZOWT, 7ELT 7 ZARFED
n* (285eV) . o* (291eV) B —27 DL 7 MR ST, KAMFEEHN~D BN,0 DOEHLIC X
HE—I VT RN ThHhDHEEZLND,

Low loss Al L-edge

Crystal aggregate
— Crystal aggregate

H
i Amorphous film
2
2]
s
D
E
Amorphous film
0 10 20 30 40 50 60 70 80 60 80 100 120 140
B K-edge C K-edge
%194 eV 0*203 eV Amorphous film

Amorphous film

Crystal aggregate
Crystal aggregate|

Intensity [ a.u. ]

160 180 200 220 240 260 280 300 320 340
N K-edge O K-edge
Amorphous film Crystal aggregate

Amorphous film

Intensity[ a.u. ]

Crystal aggregate

380 400 420 440 520 540 560 580
Energy Loss[eV] Energy Loss[eV]

X 3.11 455753 TEM-EELS A~<7 KL
OR:BIRTELT 7 A, F : kERESK)
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3343 BAARNEAVI=ALDOBLR

HHESHT DGR, BCNO #OLKH SR DELR T E/L 7 7 2 & AICNO #5084 H Sk Ot fu e o 1k
MO SN TS EEXDBND, £ I T, BRKFPHABRIET D5 A=A LIIONTEEL
217577, [X3.1212 BCNO AR DER 7 E /L 7 7 AT AICNO R 03 AL L TV AR
T, ZOHEOGKRICEA N SN D & BRI ST AR N E L, RHa0 51X
HORNEPAELDEEZXDOND, ZL T, HOLHEADERAIZEIY AERAEDELTND EE
bbb,

:BCNO phosphor
2 * : AICNO phosphor
e JE 4k BCNOH [ AICNOKI Fhi 43 ik

‘Il R ERR

White emiting -

Blue

uv

\ BREOSERERE | gk
é % eSS FL T

X]3.12 HERNEA =K A
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3.3.5 B ORE

TEM-EELS 3T R & 0 | BLRESIZ BCNO dOEAR Sk, #fdibiE AICNO HkTH 5 2 & 23
Binkipolz, £Z T, BH{ED BCNO FIEDHIZEL V| RIFEBLIOERLHEETICEZTRY
TF LA Iy (PED ZMMHT5Z L8, KroEbiMfeESns LW mAESH L,
RFZAEHET . PEI DA TRFEPL, EHRWEA O FAMFT L7z, X3.131C CIE AR IC BT
LA OFREREZ T, RBLZMEHET PEIOAZHWEHEIZENTH, AL TSI L
DR STz, ERITEAEMCHNHADOTE ThH L0, EFREELPEIZEATLZ LIck - T,
ZBHRWCTHDIRFBEVEE LoWZ ERBABNERY | FEHHIPRIC R LT,

| PEl+Urea |

..................................

X 3.13 JFUBHHIIC K B R eta~G. 2 D8
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3.3.6 [RFR - BEROE¥

ATHOER LY PEIZENT 2 Z L1I2 k- T JFEHEIBIC R L7z, ZofRE D | FEICIE
BRIFARETIIRONLENIFHwmbERDbND, £ T, REBRICEREZZERVWART =F L
> 7Y a— (PEG) &M L TEZEDOLBEIEICOW TR 21T 72, FE&EE2E ST TE
Ak L7k OFE G R & PL MER R 2 Z 21X 3.14, X 3.151~”7, PEG, RFEDW S &
MU TG B ITH N RS Do Te, 61T, REFEZHIMNET PEG 2N L7285 E12 20
THRNEZRI R oTe, ZORR, IRFBITHCMCICVATH L Z LBHABMNE R, &
512 PEG ODIRMOAF I L o TRIEBEICKE REVPHER SN2, Ko Tl REITFLTRE
DA ECRESTFELTWD EEZ OGNS, ULORERIY ., REWPBS LOEFEKR L L TPELD
FEMGHT D2 L CTRHE - EREFRFICHEGTE, FREORER TE, #iE7 e 20ff= 2

MEIZEE) LTz,

(a)iREE. PEGE (b)REHE, PEGH

(c)R*EH.PEGHE (d)iR*%EH.PEGH
3.14  JFBHRIEDN TR RIT R
(72 - RiFBE, f  dOt5E (365nm i) )

/ R#%x%H.PEGH

R¥%4.PEG#E

R% 4. PEGH

PL intensity [ a.u. ]

400 500 600
Wavelength [ nm ]

X 3.15 JFUBHSREDS PL ZGHEIC M T4 B2
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3.3.7 JUBHHRRIC L D%

4 3.16, 17 (ZJFEHEA (B/AD 723G HOhL 1 OfG St & FEAREIC BT T R84 37 L 72/ 5%
T, FEHAR OB O\ CiE, BIRTHHEUVEEE AlTRTH 2 KEEILT VI =7 LD
INE 2B S EREEZITo 72, TORE, 3.16 D XRDAER R LV, B/ALLLA IS5
Z 12XV B,0y/AIBOy B — 7 BREELE I LT D 2 E R FER SN, £, K3.17DCIE &
JEHEAEIC BT, B b2 RELTHZ LIk, BanFanbEa~tZLLTWnE 2
EDER SN, TNHOREND AR LIz AR ERIIHF A L BAORGTARELELTE
D, EEHELEIC K A ERIE TR TH D Z EBRH LML o,

B,0;:Al;BOg
W
A
— A R 1:1
=) A
“ -
'S A Aa 1:0.5
= A
c
] A 1:0.33
= W
- A

A a, 1025

‘ B,0,06-0297
I .

5
20 [deg. ]
2316 JEUEHALARAS 5 S s s~ R 1 5 B

9

X[-1]
X 3.17  JFUBHHLAR D30~ M | F 3 B
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338 FREEEICLDE

JREHHRCDFEEE LD | FidmEEIC XV BN T L2 RN o7, £ 2T,
SEAKE T B R D TR IC & BB AR LT, X 3.18,19,20 [ZH e~ DR i B
~DEBERT, FREEZESTH5ZLICLYD, EREEMET LTS Z &R INT,
Fio, FREEZELS T2 L, BOyALBOy B — 7 WML T A Z & bR S, €
LC. JFUBHMLERIC &L 2 2228 L [FIRRIC B,0y/AlsBOy B — 7 BREELE AT 5 2 L 12 X » TRIEEHR
HENETTZ RLTWDZERALNERD | BNIERIT4Tmm 2 5472nm ETT 7 FLTW
% Z L bR ST,

Bk

fo

| T i T T T T
1000 °C/h

° 500°C/h
— w*w
® 400°C/h

NI -

Intensity [ a.u. ]

JL | 300°C/h
it |t Mo e e Vo

J\/ < 200 °C/h
o M M AN e

‘ B,0,06-0297
1 |

1 L

Al,BO, 77-0395
| | 1 | |

0 40
20 [deg. ]

[X] 3.18  F-JEHEE DS A~ M 1 F 3 e
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Intensity[a.u.]

- :Emf Tmfmfml

| . N 1ooooclh ........... ........ -
03 o/ 500°C/h
02 aven B __________ ________ -

Qo0T0z03 040506070809
X[-]

X 3.19 FIEEED IO KIETHE

300°C/h .
200°C/h ¢ i

200 °C/h 300 °C/h 400 °C/h 500 °C/h 1000 °C/h

_\\j//

400 450 900
Wavelength[nm ]
¢ 3.20  FEEE DT R A~ MIE T R
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339 EREEICLDE
%] 3.21 | T BERR TR FE DS FE VI AT TR SOW TR L 755527, 800 CH>5 900 CE
TIREZZLSEER AT o725, 890 CITB W TR b IIELHRENE L o7,

400 Ex=365nm
-—-w)-
3 30} A
z 290 e \
a0
%1&- /// °
0 )

o _—1

0

80 8D 80 &0 80 90
Temperature [ °C ]

X321 BERGIRFEIZ L 5 PL ZOGHEE ~ D%

3.3.10 FREERKIC & D&

ZZETORBRTHEROEASWIZL T, fdENZML, BHART T FLTHDZEMN
RSN TND, £Z T, ABRFERL T2 BT 2 2 L IC K DR E~DR B ZHHE LT,
FRBERCRTRL - & FRBERIREE 800 “C. 1h THBERK L 7oKL F DI AT b D D R % X
3.22 28T, FEERKT S Z L2 X 5T, 500 nm A5 550nm (T OREIRESME T L TN D 2 b
BBy E o7, BCNO #HIEKRDBEE DML L W . BCNO HOEKRF ORFEEH EIZ L - TH
FANET DL REFEEH TREEEM~T T M) | @SBEERICE > T, KBRS OIS - &
fEMAAET, FEEMA~Y 7 T2 ERME SN T0D, Lo T, FEERICL - T, REMD
Do iR, AT E | HEAFCHEOUEANF AR~ 7 F L7272, 500nm 725 550 nm 43T
DIFHREMET LB BND,

Normalized PL intensity [ a.u. ]

Wavelength[nm ]
X 3.22 FFBEARIC KD FEIEANT ML ~D

-62 -



3.3.11 EAFMOHIE

I F L IE D T ASEIERIBIC & £ & R A2 R T HO R ERE A R T RIE O — o
ThbH, £ T, SEEHK L ABELERICONT L ENEEMOREEIT 72, SR E L
THAEAK E L TERTH D BaMgAl (O, Eu*” (BAM : Eu*") & W, HIEREZX 5.23 (2
R, WHFMITT T 7 L0 BAM AR 28 us TH Y, FEABOLARITR 23 ns & AL
RIZIEF I W EFFM TH Y . BAM BIEIR L BT 100 520 EE W Fd & 2p oo, H30k
FFMPFNFRIT L o F =2 L LTHRIRRETH D . SEIERK LIchiF O &I S
BIZIAD T,

—
)
S
|-

160 [ |
140 |- : 2
120 | .
100 |- ; .
80 |

60 - """h.‘"\q 1 :
40 | ik A
o i (AN

0 gty | L
0 1 2 3 4 5
Time[ps]

(b) . |

600 - i

Intensity [ counts ]

400 — —

200 = =

Intensity[ counts]

0 L ,,,.MJ l i biin 0 o L E Y] N S SO VRS
0 10 20 30 40 50
Time[ns]

X13.23 AOEFEMAERR ((@)BAM G IR, (b) A GHEEIK)
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3.4 W&
AR TIZHR THD CTH—OMEICHAR T H LT 7 — 27 U —Fll @ eAR O BRIk

Dlle, Labh, ZOFBEEITEMRRMENPEE - KR TERTE, L7 7 —22a2]{FERn

BB THD L WVWR D, BESHTORE, BN OEIRT £V T 7 ZE, Al DIRIEY 2 TR

T OWHERESE. mWRREMEZ b ORRRE O SN D Z LR SN, Fo, #BME

FMEZSELZLICE o THRABLZFANLHAETHE TE 2 Z L AMR I N, Tk,
BRI OE = F X —HO [ A LED ~ORHABHEFTE %,

3.5 BIFXHR

) HAFIE; A6 LED BRSO ~T) | THEFHESR (2009)

2) @itFEE. MAGEN ; BB O &85 LR —BEERRAE - 70 27 VA —] |
A — 2tk (2008)

3) Kaihatsu, Y., W. N. Wang, F. Iskandar, T. Ogi and K. Okuyama; "Effect of the Carbon Source on the
Luminescence Properties of Boron Carbon Oxynitride Phosphor Particles," J. Electrochem. Soc., 157,
J329-J333 (2010) 70

4) Ogi, T., Y. Kaihatsu, F. Iskandar, W. N. Wang and K. Okuyama; "Facile 5 Synthesis of New
Full-color-emitting BCNO Phosphors with High Quantum Efficiency," Adv. Mater., 20, 3235-3238

(2008)
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TAE DR URBEEMEDT ) RLTFARR & i

4.1 <A 7 Mz K 5 BCNO ®AEDT /K11t
411 #E=S

AR, RO LT —Bm EOVEMEREE Y | B GHEAT, LED AL < I D
EoIcRoTn5, oL, #TTik, (SrCaBaMg)s(PO4)sCLEu’ <> LaPO4:Ce, Th2¥ 72 &
DHEEA, LED Tk, (V,Gd)s(Al,Ga)s012:Ce*” 7e E DR A AV B AL, (b HHE, &4
JBILFE LGOI, ZEDIFEEEERWVEOUADOI L L. @RS b Il &)
BICHEEMEEZ > TN D,

R UHEB), KFEQC), ZHN), @EHEO)) ORI D BOCNO #LAIL, & OHEm A 1
B, B@BLEET. B L ZMTCAFESG RILAEME D GRTE 23 B L THZER D
TS Y Y, BRICHE Lo FIETIX, AURRE LT, KUl ERRE L OURFEHE, o
IRV =F LT Iy, BEXRMERETRFRE LAY =F L7 )a—L? FhIF
Lo ) a—n 9 KU 727 Jua=k Y (Suryamas et al. 2011), RY =F Lo I 12
7 = " (Nuryadin et al. 2014) 72 E25MiH Sav, KIS D OIEWE S IZ & 0 86K % Gk
THHEE LT, xRtz 2 OREHIBIC LV kT2 2 T s 2 e ndgEs Tty
%o —HT, MWRETHET -0, ZOBRENE L, RIFHIELY RGN HEITT 5 2 &
(R DFEEE (Bleh) PRGE EORE RMUEIZR > T 5,

ZIT, AR TR, B 0BMOR TOMENEBR TE D~ 7 n gk 1516 (23 H
L7z, ~A 7 aENEE TIERISREF N TR b bR OB Z LI L LWz, Bl
IS S A, BT AR R OM B AT E D72, B—e3 0t &2 Fi> BCNO @ k% &
& D ATREMEZ D TN D, Eio, ~ A 7 B INENE TIIK AW & U A BIa A i 9,
E DICEMBEA RS THOREERNTE LD, V=27 I A ) —ICHEA LIfb% 7 et
Z~DREFPAREL 10D, ZO X B[ 2bF 77 FOBJRE LTHMT 52T, 7o~
FNOE DT YA TRAREL 72D BRI D Z L HIfFTE D,

UEDOERED, KFZETIE, AUBe, REFE (E2ITATIV), 7 U BOKEKZ R
LT, A7 v IZ L0 BOSEEDR @D biv, dOERIEELNTEITT 5 2 & DHIfFDO T, +
A 7 PINEEIZ K D BCNO #OIRD G2 E Lz, S 52, 55772 BCNO #OGIRR 1%
RYE=Z AT A T—LHFNES LTERER Y v —DERICOWTHRRE L-, 2 E TIoiE S
TV % BCONO #ARIZET 2 —#HOMRIZB N T, v A 7 mENEE vz BCNO #ERD
BRRIZHD TORLTH 5,

—Ji. JEZUVEBBOMEIZ LY HREREREERT S Z LiIxTTIzamonTng 17 8, 20
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IERAAIEICE L T 2EWMa RS TRy, 7o i, @s 1567C, ¥R 174CTiEdH
L5, WR=0RETH D Z ENghroTWND, 7= U BoatfbZ8 2~ L7 Ui, K
BT 2000C TOHNEEFETH Y | FIRATICE L TE, 880 G20, LoT, X
BRIOR ST 28, KBTICRESNIZHEGR TH D, Lo T7 = B TOEZEH Off
RBOBMETH D, o7 VEECMDIZ Y = R 100mg R, 160°C TR ERFBREF LinEl L7
& E OB A K 4.1 12, FOBFHEREZ X 4.2 B L OF 4.1 17T, KM 4.1 L0 ki

7 T UBREAMTIE Z 5 Z R0 508, JIER 60min THEGAHEA 180min TIXH b2t %
ARLTWD, ZDORERE LT 4.2 0 X 5 T80T & & B I b L a8 3R 23,
O REOtR R L TV D 2 EDbnnd, Hth & RO R OFREIL, FITRRFH
DOMATIHIRBOANELRZ DL, 7772k EZ2BbND, b, 7T U REMTO
WIALFEB DGR SN2 06, RFBBLOT I VI F T CORNEEEE 21T o7, IRFES
FRAZEVAELLZT =7 TIVEIWTR G, 72 0BET I FReEERT5LEx260
%o ISHEFIZOTNG, TI VRO E 7 = UBO 3EMMERZHEH., BANMRWNEELH D
ZEnb, 160CT—H 7 mUga g, 120CE THAEILEZOBIZ, 7 Ul ERN, HO
160°CICHE L 72D H 120min MMBCEEL L, BEMBER AT > 70, £ 4.2 (287 I U & H0E
WERRIER R 2T, 7ol T I VHOMEICBW TS RIS Z 52 2 Z & 23R

N, Ll #BENERIIW TR OERNZ R0 BICEE T 5 L nTnbBaflbL,
WO E L TCOBREZ LS Z &R T,

4.1 HN#4 10,30,60,180min  Z&4MEMRET T 10,30,60,180min
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4.2 HOESRE R AR FE

F 4.1 FOCIERRERIE A

Entry AR ] (min) Internal Quantum yield (%)
1 10 2.1
2 30 3.6
3 60 7.1
4 180 2.7
£ 4.2 T I UM EAOLRE
Entry 7 U Internal Quantum yield (%)
1 RS 10.2
2 FTFNT I 17.1
3 R =)L I 19.1
4 CHEITTFNT IV 0.7
5 7= 0
6 AT IV 0
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4.1.2 ZFERGIER L OFHEGE

X 4.3 ([ZE 7 7 —Z 7, BONO 2GR OJFEHAIRIL, AR VR RFE (E72i3 A T T 2),
7T KR BRI T 8 D A A A HAKIZEER LTI L7z, BCNO 3B AR 1 % A2 Rk
T 5 JEBHATG T, & A A A 5K 156 ml (SR L, IR % 50 ml B — 4 —IZHLY | Hikk
HE®E 1 L v Y(KMB22-0395D/60Hz Kohnan Shoji Co.,LTD){Z AZL, 800 W ®OHi /1 C., /KD Hz[HE
FTIT 80 B, HIT 40 FIMER L CHOGMRRI -2 L7z, R 4.3 TR TER LIz 7L
DFRHRLE R, o, ~A 7 v ERKIC X0 S5 -d SRR %, 43 1-& 1000 FEHE D
RY =T ha— L&t 7 U PVALLIDFICO®B LTZ, £3°. 60 Cichnisii-«
V7R ENLT L a— L EKOREEIR 100 g 2R E= T v a— v 10g ZEfR LT, 2D Lk &
A YT AT a— L EKOIREHITA Y T r T L a—Lik=3:1 (wtiwt) & L=, ZDk,
B LT BB 1 g 2R Y E= AT L a— L KEIKRICIRS S8 72, Ak 80°C. 1 Torr DE
ZEHE MRS IC AL, 12 BERIINEL, EZSEfE LT, BCNO #0OMKI 3R Y B =7 L a— Lz
A S BCNO-PVA 2Ry y bR U ~—Z G Lz, ARk Lo @ LR 1- ORIk IC >
WL, EARRE M EE(S-5000, Hitachi Corp., Tokyo, Japan)is K OVt ¢ 52 (K BA M &
(M165FC-T-ST, Leica MicroSystems., Tokyo, Japan)(Z Tz L7=, &Iz oW TIL X #
[A 3745 (Mini-Flex II, Rigaku Co., Japan). # &t CrE OOV TiE. XRF (RIX3100,
Rigaku Co., Tokyo, Japan), FTIR (IRAffinity-1S, Shimazu Co., Tokyo, Japan)} & OV =&
B IENS 4 & (JNM-GSX270, JEOL., Co., Japan)iZ THMT L7z, BIERHEGEDE A7 bV &
O\WNED & IR 1350 e e E EHFP-6500,JASCO Co., Japan) Z AW THIE 21T - 72,

Borlc Precursor

Urea Mlcrowave BCNO
800 W phosphor
Cltrlc 120s

lon-exchanged Mlxmg
water (IEW)

Polyvinyl alcohol
Isopropyl alcohol

™ IEW
B
HO~” N OH H,N NH, )
Boric acid Urea Vacuum drying

80°C,1Torr,12 h

K

HG o o BCNO-PVA
e polymer
Citric acid gcomposite

4.3 Synthesis of BCNO phosphor and BCNO-PVA composite polymer
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7% 4.3 Precursor components

B source N source C source Molar
Sample  Boric acid Urea Melamine mi:::;;:::te oflzzt::ce

[g] [g] (el le] B:N:C

1 0.30 0.30 - 2.10 1:1:2
2 0.30 0.30 - 1.05 1:1:1
3 0.30 0.60 - 1.05 1:2:1
4 0.15 0.30 - 1.05 1:2:2

5 0.60 0.60 - 1.05 1:1:0.5

6 0.30 0.15 - 1.05 1:0.5:1
7 0.30 0 - 1.05 1:0:1
8 0 0.60 - 2.10 0:1:1
9 0.30 - 0.61 2.10 1:1:2
10 0.30 - 0.30 1.05 1:1:1

4.1.3 ZRERBLIUVOEBE
4.1.8.1 Bk L 72RL T O MR EH

4.4 B X UFE 4.412 Sample 1 ® XRF |2 & 2 e RO PER K279, XRF ORIEREF
K0, AERUIZR IR TR, KE, BRBLUOBELEAL TN DL I LARE, BCNO %
HENRERENTNDZ LRGN D, F44 LV, v A 7 2B THERR LIZIREW ) B
INDHHILFEOMBELE XRF THtr LIcEIX, A —F —MICRERERZFL TWanZ
EDER SN, £7-. Sample 1 O X BREFTHRERAERE R A2 K 4.5 1Z-T, RUERSLT =8
\Z X DR e A R, S E TIZA B LTV D BCNO 3 EA[RIER(Ogl et al. 2008) TdH
D, FEREERETH D LR ST,
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1.0

O-Ka NLK
e
0-8 - “| |\| C_Ka f
S 06F [ | f\
z | N |
g 04f || HER ||
£ | | ‘ m ‘
‘ | '| \ R'.V(I l|| " l
L | |
0 . 2 ||| "‘ .l\ /I ‘.‘ 'k\ 'I' |‘\I
""/" 1 ‘\I - ) 1 |.\\ 1 1 . "'/‘:’ |‘\\
51 54 4550 3035 45 55
-Peak deg [°]

4.4 XRF analysis of the sample 1

3% 4.4 Elemental composition of the sample 1

Elemental composition [wt%]
B% C% N% 0% H%

Sample 1 6.01 33.61 13.01 44.48 1.41
EBEWEEE 344 22.94 8.92 56.05 4.81

Intensity [-]

| B,0,06-0297
I ] L 1

| | BN 73-2095
" 1 I 1 Ml | 1

10 20 30 40 50 60 70 80
20 []

4.5 XRD analysis of the sample 1
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RIZ Sample 1 DGRIETHERK LTk O SEM B3R5 R 4 X 4.6 17”77, SEM BIZFER LY |
AERRRETIE, RN 10—20 nm O — RT3 EEE LIDRIE TIAEL TV 2 & 3bh b,
~ A 7w ENENE LD AR S L7z BONO #06AD — b 813, ZHETICHRESNTWDE
SINEF(800°C, 30491 L » TAR S #L72 BONO # GRS & el L TR D /NS W T & 3 h
0. ZAUE~A 7 e nEE XD RIGKEZS 120 P E R CTHH Z LITER L TWnWAH EE XL
ns,

4.6 SEM images of the sample 1

[ 4.7 {2 Sample 1 ® FTIR ZA~~7 ~ORIEFRERZ T, BEMFIZED &, 1500 em T
DE—r P37 a—RThHbHZLhb, COOH, CONH 7 MDD I N R=AbEhE &4 LT
WD RN D, vA 7 BB L0 | SRR L2 AR LTk, REDES
RDMREEL | FAELIZT BE=T 04 VT X — MIKILABT 2R ETHLZ Db ]IS
WM FRNC RS U, ERRLFHICID IAE N TWDH E&E X Hivd, £72, 3000-4000 cm™ 1T1E
KBEBLOT IV RICHRT 28— 2RLTEBY, 7 UBBICHRT 2 KBRS VR =)L
EOETHPAMEES SNl Tl VR VERZEOWRIGEEZH L TN Z 0D, #
MEDOKBEPFRBE L TNDZ ERDND,

-71 -



[%] T

4000 3500 3000 2500 2000 1500 1000
Wavenumber [cm?)

4.7 FTIR analysis of the sample 1

I Sample 1 @ 'H-NMR HIERE R4 X 4.8 1R, HAZELEL Lz H-NMR #lEicB 0
TUREIE 222 7 2 U E R U ANR =N O a (oKD IT R FITHES LT KFEOFEILIZ D
HEHIRE— 7 HRLTWD 2 ERDND, VORSNIZE =713, JFEICTHL 7 =l
INTARREZIZ 7 LTINS, IZER U v 7V U VEREZRLTERY | EAREENR S =
BAEH CTHDZ L ER LTS, £, KBSV 7 LTS Z E0h, KEKG L O
ZIFTVWD I ENRRENTNS, E5I1C, L7 4 VBEOFEKRERICE—2 2HF 8202
NS, VT UBBRDIERERK AR L OO, HARVEEEILT I MEGICHRT S AEHKEOR
URENEE LB LS. —BBKBIGIC K0 fah Lo MR L OREM TH D Z 5t
BHELVIENZ END IR INTND, FHIBHRIL, 7= VBRICHKT DIV R=1DT I R
IbERTBOT AT AL, 7 MMUICk Y BEGENMETLIZEEZ LD, 61T, 1,2T
RLTeE—=2 k0, ZhbiIninb iy 7Y U 7ERN 16 Hz THY, 7= BOAF L
Za hUHERT, BT RLTWDZEND, KO SIEMIGARA ST BREAZH L T0D 2
EDRD,

—H T, BT 28I ART MU, KOOV — 7 OESED X5 IFBH ST, B
7B E R L CND ZEND, fkx REBEORMALEMPFIET HDOTide | MEIcky —
EDWRIZR STHEEMDER L TNWDHZ EERLTWND EBZLND,
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) 00 ¢ ¥ Citric acid
2 1

— 2

>

=

v

c

3

£

U JJJJ . 1L_ 1
3.2 3.0 2.8 2.6 2.4 2.2 2.0

Chemical shift [ppm]

4.8 H-NMR analysis of the sample 1.

4.1.3.2 BRL LT BOLHRI T DR LR

F 4.3 1R LI AR CE AL L 7o BOGIR DR ORI & F2f L7z, A VA& E7220
J5UEE 2 =356 (Sample 8)I%, ~ A 7 i OB & SRR anB b L, £2E LU0
HECY U7t IR L <. NEEFIEREZRIE T 5 2 L3 ke h o7z, Fio, EHRE
\ZIRFB DG EM THH AT I 2 HWiz5E (Sample 9 B XL TN 10) 1213, RIcH Dte ki
RO ORI TD, HORITRE T, 4Ot % 85 2 LIk o, —FH T, Zoot 7
Jb (Sample 1-7) (Z2OWTIE, Wb FELEZ R LT,

B o6k Sample 1 B8 X V512 UV 77 (350 nm) &M L TG A SE-5E
2K 4.9 1R T, wmNEAITH) —Th 0 | HE LR FI37 < EOBEDBEEE < FOL L TV o kT
Whnd, EHIZ, X4.10 12 Samplel (Zxf LT, Bt R 350 nm THIZE L 7o 8OBBEMEE O #L
RHEEZRT, FhE, Wbl 7 ORERF Th 573, WHEIZHOLAZRL TR, K% DhL
FRERMEN THL ZEHaRRL TN L bDEZEZDLND, ZHEY, v 7 n itz
s Z Tt b N B—I123869 %5 BCNO SRR AR TE A Z LB LN E 5
7=
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4.9 Digital photographs of the Sample 1(left) and Sample 5(right) under excitation at 350

nm.

4.10 Fluorescent microscope analysis of the Sample 1: (a) before and (b) after excitation

at 350 nm.

X 4.11 ICAR L= FADFENANT FL £ 4.5 B FIROBIER 27T,

X 411 (@ &LV, Ak LizH > 7 /LiE, 400-600 nm O FIFREHEL TR ZRT Z L Bb0 Db
%] 4.11(b) 1% samplel DJihE A7 kL ZRT 8 ITERIMERL CHul), Sl e —2 2oz b
WD, RERKOAERICENT, SUBELITZ VBT 2RFBOBHENREZL DL
HOEARD 350 nm I T HENERIZREET 5 —FH T, NBEFIERIET T2, —F
T, RUBRL 7 2 BOHOLGEIE, FLEEART MR ELL, WEEFIGELIETNL T

Lo ZHUT RFEDORAT DT VE=TICEV 7= UBRITT X NMeahv, 0N n7T I R,
TNV FBIZ LD KRFBHRES E RV AT VORI LY | FEEEOIEMDERT LD LS
A OND, ZDTD, WRRIRBEOHFIEIT, RUET I FOERERL, 7 = U EHRkDOT I R,
ANKR U BEOKFEREEHET S LT, BONBEEZA L, TORE, BTHEMETT
LDHDEEZBND, EBIT, FUBBIORVEBONAKNOAKRT DAY FEH RO —7

XBREHTIC E VB ESNRNZ &b, RUBBEMOMASITES A L O AT LV E 03
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TIREBHRLTWDEEZEZOND, Lo T, ¥IIOMEL LTE, K412 TR L9577 =
VEEAT R REILI U BOMAMB L OZF DR VBT AT VEAENER L TVnDEEZD
ns,

—J7, BRERFELTATIVEMWEHEITE, A7 v I XD METT =T 134K
TP ATIVEFARVBEDOT I RERFIIZ D UBREDT I REERTDLIEEZLND, AT
AXEERIIKREL | BOFEETH 5720, LA LIoR VB EILY = U BRITFERE DT v
B NI REE AT U, JRFEZ BB ZT25E L0 ISR RS 2 TR 5 720, SRIMERh
BIZ K > TR XX =13, 5 FIRENC X DMEERICE DL, S EBRITE ol b o
EBEZLND, K412 OHIEDT I REnE AT I VICESHX 5 & TONKEE (X 4.13)
&V, X 412 OREEOFEEWOEITE L < | SAEEBRNERZNEEZEZ B, 2T
SUETIVRELIESGEDOY TN RIS R e X L TWDH EEZBND,

0.10 T T
—— Sample 1
(@) Sample 2
';:' 0.08 —— Sample 3 |
2 — Sample 4
E 0.06 | — Sample 5 |
§ —— Sample 6
c
< .04l Sample 7 |
0
0.00L .
350 400 450 500 550 600 650

Wavelength [nm]

(b)

Excitation Intensity [a.u.]

%0 30 30 40 &0
Wavelength [nm]
4.11 (a) Photoluminescence properties of the phosphor samples produced by different

precursor components under excitation at 350 nm. (b) Excitation spectra of sample 1 under

emission at 430 nm.
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4.5 Internal quantum yield of the phosphor samples produced by different precursor

components under excitation at 365 nm

Internal quantum vyield

Sample [%]

50.9
40.0
7.5
19.9
23.2
41.2
3.5

O 00 N O B W N =

0

L6 7y
wrnow il LT e
B HN

4.13 Schematic image of the steric repulsion.
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4.1.3.3 BCNO-PVA 22U RY vy bR Y = —DH M

4.14(a)lZ Sample 1 % AV THRL L 7= BCNO #EARK 1% PVA IS L= AR Y ~—%
4.14IC Z DAY ~—IT 350 nm DI Y L2 F R 27§, 557z BCNO-PVA = &/
RV PARY =T FICTEATHY | P ERRT 252 & T, HAICELL WD Z
EWbD, EHIT, K 4.14(), X 4.14(d) (CHOLBEAMENIC L 2B R A2 RT, BCNO #%
R F1E PVA FIZHHL TRV | R ERETERWIE ST —IToBL TNWD Z &R bh
Do

4.15 122 ® BCNO-PVA =22 RYy R U v —OFR AT MBI ORIE AT MLz
79, BCNO-PVA 2Ry y AR v—DFNE—2 1L 452 nm Th Y, BCNO LR B
MOLE (430 nm) LEE LT, 20 nm BESGERM~T 7 L TWDZ ER3bh 5, ik
BCNO #CRZREN T 20 FREED—HN, R E=AT va—LEfFal, = xLF— "y
RBE LI Z LICRRT D EEZBD, BT, 20 BCNO &KL 1% /3B L 7= 58K
WY~ —DENGEANRIL A% TH Y | HOUEZ D H D DONEE IR Z 8%LL LA E ST
Do TOZ EIF, wAEPIZEEND T I R, DAR= VI KEEH L PVA HOKEEE DK
FREAIT L0 | R OMEEREANC B 5 2 B Oy FEBAE S, iR X =05
WIANDEMNRNE L L2 Bz bhD ),

4.14 Digital photographs (a, b) and fluorescence microscope images (c, d) of the
BCNO-PVA composite polymer: (a,c) before and (b,d) after excitation at 350 nm.
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---- Excitation (En:t= 452 nm')
—— Emission (Ex= 365 nm])

Intensity [a.u.]

250 300 350 400 450 500 550 600
Wavelength [nm]
4.15 Photoluminescence properties of the BCNO-PVA composite polymer under

excitation at 365 nm.

414 £1®

~A 7 aMBGEAERT 5 2 L T, —RAICEEERE AR T D L ) EmWIREZ T 5 =
L AU, IRF, 72U ERENE 35 BONO 3L RRL 3Gkt sk 5 Z & 2 R L7z,
XRF. FTIR XU 'H-NMR OfEHT#ER KO ARk 7137 = 7T I RE 7237 = RO
BB L OEDOR TR AT VAN L TN D Z L RB Sz, FEEER, #HT5
RUMe, JRFE, 7T UBBOHERTELRY | NEEFICE S B R OREEITEVME T Lz,
— T, A7 aMAEERT 2R TH D RWISEZFM L, UG, 7838028 &\ 5 Hikx
LD LT, HKR EDWB L LR | ATXNF—DENKRERTIETH D Z L bR SN
oo FONTHEEIRIT, BEATH 2L R, R ~—FIZH0HL T, NEEFICRITK
TFHZ e, FOTHIEERWI ERDroT,
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4.2 KBERBIC L B0 —KR Y Ky FOERK & 51
4.2.1 #5

WCRFESMEHT, A T A A =D THFEOAEY R, K&, Ft4 A 4 — F (LED)
LWV o I LR LB B EH STV S (S, Quet al., Angew. Chem., 201219 ;5 S. K.
Bhunia et al., Sci. Rep., 201329; W. Wang et al., J. Mater. Chem. B, 20142V) , LU, BifE,
TRFENMELE LTHOWOENTWDET Ry b (CdSe, CAS %) (X, # FI UV LARE U U LAED
HERA A N KD AEERBHECREGY E WS 2RISR H D (S, Qu et al., Angew. Chem.,
20129 ; Y. Guo et al., CARBON, 2013%2) , F7=, 4, E@BEA 42 2 AW ORIRIE
B LTH—RY Ry BBAERSHTWDA, @il REFH & W o e BRI, RFELR AL -
KETNRAREOMBERH Y, &FENRD S5 (S. Quet al., Angew. Chem., 201219; S. Sahu.,
Chem. Commun., 2012%)) , ITHFE#RE ST DRI BIO R, E IR LK ORI A
Rzl L, & 4.6 1737, BWFEETIE, L7 7 —RAZHH LRV RS LT BCNO 4
WARDERRIZHEZI LT 5 (T. Ogi et al., Adv: Mater.,, 2008 ® ; Y. Kaihatsu et al., ESL., 20092%;
W. N. Wang et al., Mater Res Bull., 2009 29; Y. Kaihatsu et al., J. Electrochem. Soc., 2010 1;
W. N. Wang et al., J. Mater. Chem, 2011 9; Adi.B.S. et al., J. Mater. Chem, 201119; T. Ogi et
al., JCEJ., 2012 19) , ZOHEuKIL, RUR, KE, ERMOBESE LV D BEITAET D ZAf
RIFEI OB S, HERETARSN D, S5, BBk ZZE X 5 2 L TRLEE
DOHHZEATH ZLNTEDEVIFERDH D, LLINETO BONO #HEFHARKO S D
ZFTHY, b LKRIRTHET 5 BCNO OO B FIREIZRIUT, N R U TES &
Y, a=T 4 TR = L ORAR EICHOHNE 2 KT 5 Z LN TE D,
UbEOHEZED . AR TIEA— b7 L= Z AW THIR THEOET 5 @230 BCNO 2t Ro
BRUZDOWTHE L. £ OFEFEDFHE 21T > 72,
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# 4.6 RIRFECAITE BEIGR KA X
uantum dot aw materia ublication
Q d R ial [?‘Yl [‘:"'Z:] Publicati
Citric acid Distilled water 5.Qu. et al., Angew.Chem.,
Carbon dots Urea 14.0 4.0 (2012)
- S.Sahuetal.,
Carbondots Orange juice 26.0 2.5 ch:m:::;mm’ (2012)
Cu(l) iodide Ga acetylacetonate WSS, ol . Mot
Cu-In-Ga-5/ZnS In acetate 1-Dodecanethiol 83.0 3.2-42 Cher O B .
m., (2012)
Zn stearate 1-Octadecene
CdCl,-2.5H,0 Se0, .
TGA Zncl X.Xu et al., Materials
CdTeSe/ZnS NaBH N 52-9H o 16.0 4.0-5.0 chemistry and Physics 139,
aBHa 33790, (2013)
TeO,
Zinc acetate L-Glutathione
Ag*-doped Cadmium acetate Sodium sulfide 31.0 5.4 Y.Chen et al., .. Mater.Chem.C,
ZnCdS Silver nitrate Thiourea Sodium hydroxide * : (2013)
Isopropyl alcohol
Sodium citrate Water Y.Guo. et al., CARBON52,
Carbon dots NH,HCO, 68.2 1.5-2.0 (2013)
Zinc acetate Water G.Swati et al., J.ALLOYS
Zno Citric acid 94.0 13.45 COMPOUNDS., (2013)
Cadmium acetate 3-Mercaptopropionic acid 7% val. SENS
CdSe Sele_nium pou_n:ler Deionized water 16.0 3.0 A'é.g:?bzsl’"(zm 4)
Sodium sulphite
4.2.2 EBRFGER OFM5E
ARIFFETIL, A UFEIRE L THTVEE (Aldrich, Japan) . REJRE LTZ = (CA, Aldrich,

Japan) .

RN)xzF L7 Y a—n (PEG, Mw = 20000, Wako, Osaka) . 7 hZ7=F L 271

=—/)L (TEG, Aldrich, USA) .

USA)

a2 TR,
. TR L U CBMIKE AW, R

SRR

- 80 -

AR K NI V2 LR,
CHWERY v —0fEE %X 4.16 127,

R & L TRE (Aldrich,



(a) Oxalic acid (OA) (b) Tartaric acid (TA) (c) Glutaric acid (GA)

90.03 g/mol 150.09 g/mol 132.11 g/mol
2 >—< > /WOH )Ol\/\/t
HO o H0 o & HO 0

(d) Citric acid (CA) (e) Tetra ethylene glycol (TEG) (f) Polyethylene glycol (PEG)

194.2 g/mol 150.2 g/mol 20000 g/mol
OH
@ APNAAAN 2
HO (0) OH n
HO OH OH

4.16 IRFPUZHNWTZAR Y v — ORIl o O - &
(a) Oxalic acid (OA), (b) Tartaric acid (TA) ,
(c) Glutaric acid (GA), (d) Citric acid (CA),
(e) Tetra ethylene Glycol (TEG), (f) Polyethylene Glycol (PEG)

BCNO {@RE SR DGR 7 v — % M 4.17 (23, #fliAK (50 ml) (24 UEE (0-0.0024 M) |
JRFE (0.25 M) & RFEP (0.0042 M) ZHNx, 70°CT 10 HFREERHE U CRUENAR &2 #Ri8 L 7,
LU RRHRIR 2 A — R 7 L —T7 Z AWV T 170°C T60-120 /i L, ARz iT-72, [X14.18
(ZFBRIEE O & R T, WG &2 BEUT CELL . RSN TR LB S 8E1TH, W
YTV TENSY T T RTH) ZENTE, RGECORENFETH D,

BB U 7o R AOAR D a ORI R OIS % 0 MO EESHPL, BHESERT © RF-5300PC),
SEAN AT R (UV-vis, BEERUERT : UV-2450) . BETFUICREIEEEERAR F =27 2R
&tk C-9920-02), AEBAE T-BAMSE SEM (H L BERT : S-5000) , FilAE 1 §E4 8% HRTEM

(HAB 7=tk - JEM-3000F) | KIE /5 AlELE (DLS, Malvern : ZEN5600) | #415
RALIEEEE (CHNMR) (ICXVEHE L7z, 7R3, #OEART MLVORIEIZR T DR RIE T~
T 365 nm TIF-o 77,
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B source N source

Boric acid C source Urea
H;BO, (Fig. 3.1) CH,N,0

Mixi 70°
| Solvent [——>>i XIng at. oc
for 10 min

Y
— ) 170-180°C
Synthesis ] 60-120 min
v
Analysis ]

4.17 BCNO RIRFELHM B O G RR 7 7 —

rotating

Cooling water

Pressure gaige

Sampling

Thermocouple tube

Reaction vessel

Heater

4 4.18 FERALE O
Heater (350°C—450°C), Pressure gage (0.1 MPa—2.5 MPa),
Rotating speed(350 rpm —400 rpm), Vessel (50 mL)
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4.2.3 ERER

4.2.3.1 RIEVDOFEREE~DE

RFEPRE LT, BEED BCNO #HAEDOHIRICE N THVW LN TE 72 PEG & TEG 2z T,
J U, Ve U, EABRK ORIV VEEE WSS L IRBRE AW WGED 6 DD5
T CHIRE RO A RLEIT O A RIETHBORGF 217072, 2 2T, FRFFWDOIR
INETRBAGHEENF 2D X OICIRINL ., GREGRITAIRIRE 170°C, & RREH] 120 43 T17
ST, F AT ITHRFBIROMEE K NEEOFHE, ¥ 4.19 1 PLAERREZ RS, Zndkb, &K
FIIZ PEG. TEG. ¥ = U, WEAEKE NI Z EEE W56 L IRETR 2 AV 0EE 1T
FEAERNERIS Ieholon, 7 gE WG E O 444 nm (FOAMEE) 2RV E
AL, IRIREETOLR T D ERBH LN E o7z,

F 4.7 IRFBIFITHWIZR Y ~— OREE K OV G O A 4

Carboxyl group Hydroxyl group

Sample name Number of C (-COOH) (-OH) Emission
Oxalic acid (OA) 2 2 2 X
Tartaric acid (TA) q 2 4 X
Glutaric acid (GA) 5 2 2 X
Citric acid (CA) 6 3 4 O
Tetra ethylene Glycol (TEG) 8 0 2 X
Polyethylene Glycol (PEG) 2n 0 2 X
Without C source - - - X
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(a) Emission Spectrum (Ex=365 nm) (b) Excitation Spectrum (Ex=444 nm)

443_.8 nm

362_.8 nm

CA

i No C source

No C
source

Emission intensity [a.u.]
Emission intensity [a.u.]

PEG TEG NoC

e ————

400 450 500 550 250 300 350 400
Wavelength [nm] Wavelength [nm]

419 7R ~—OFHEIZ L D FEE P~ 28

(a) Emission spectra and (b) Excitation spectra

4.2.3.2 FIWEORHE L FEIHA T =X L DIFH

S.Quet al, (2012)9X 0 | JREL 7 T VBB KESHEEL TN EEZONDL Z LM
5. RFEERFBIUC Y = e AW TZEENT B W T E R & IR N 3R I KT T8
BORF 2ATo7- (IR 75-198°C, &R 450 57) o X 4.20 (ZFEIEHREE & I HRIR L D%
K2 b2 RT, BNREITRMOFZBE L bIcEm< D, 1 RE—EDEE L o7k, IKF LT,
ZORERND . FECBEIZIZRADR DY | BAWEOPIEPERT EDL LB ERE R D
ZEWGMoTl, £ 2T, K4.20 128V TIOGIRE D 72 5 G AR 18 43, 52747, 18043 D 3
DOOFREHZ OV T IH-NMR HIEZ1T - 72,

NMR HIEFE R 2K 4.21 (2R, GREEE 18 2y otk 2.402, 2.433, 2.502, 2.532 I 4
DOREIRE—IBENEINT, TN 720 Boe—27 LIEFICELS, 7=V BOEAMESE
DS TNDHENR D, SHICRFBHKROE =7 PR SN hololod, RFBEKIGELTY
TUBET I FORETHD LBEZXDND, RICH AR 525 OFUEHE, & HREH 18 53 DFEL D
E— 7 LR LT 2,433 £ 2502 D E—ZBENME N Lz, AU =T X REL TG D
F&, KERBHE L2722 B2 D, REICAERFRE 180 2oikhE, WEE1TH 2 &
MWTERNPoT, TR, MEDNERT L L TKBOEBLRNPRVFEAD LTENBIEEEZDL
o,
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400 T T T T T T T T T T T T T 250

E
| 200 S
> - .
g g
c =
sc.e 200} &
= a
S 1150 g
2 100} &
£
L

0 0 " 1 " 1 n 1 " 1 n 1 " 100

0 30 60 9 120 150 180

Reaction time [min]

4.20 KENE AU I1T D RIRLEE & FEGHRIE DRERF 224k
Solid line indicated emission intensity under the excitation at 365 nm and
dashed line indicates reaction temperature in the reactor.

(Citric acid: 0.0042 M, Urea: 0.25 M, Pure water: 50ml)

(a) Reaction time: 18 min (b) Reaction time: 52 min

1YLV /WJ\UJU\J\

2.6 2.5 2.4 § :
Chemical shift [ppm] Chemical shift [ppm]

4.21 A RERERE] - EHRIEE D ¥ 7e 23 0E o TH NMR & 5
(a) 18 min, 120 °C and (b) 52 min, 170 °C
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NMR JIER RN HELIND 7 T Ui REOKCBRELZR 4.22 [T7T, 7oL RHE
DEISIZE D 7 =T X RRER S, S+ ThDINVR A BORENOHOSAE L
BERE D, SBITIEAT 2 EMERICE s TKRST UV E=TBBEEL, N TT T 7z
WoOWEIZ/ % (G. Eda et al., Adv. Mater, 201020) , 7 T g7 3 ROHEBKTIIIIEZ R
SERWVWE Z77 2 U RE TS HET & B ORI X o THREREITKLS 72D, LoT, %
HEIT 7 =BT X R LIRESEELITMAE LR ThHL B2 BRD,

Citric acid Aggregates of
Citric acid Urea amide citric acid amide

Reaction

H...
)k o ST

Condensation

Condensate of citric acid amide Graphene

X 4.22 7 = UFg L JRFE L ORGIT X DRI EOCIRIE L ORI X
F7-. K423 I ZTEM B %2~ , WIKE RS CHIEA T D, BELIEHDRH D

23, 10 nm LA FORAAROWENHER TE =, S HIZZORHIRWE L. BRI B O/ R
ORSERMERI - TCTH D Z E N Do T,
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%] 4.23 AR FOEIR TEM Hifg
(a) TEM images (b) FFT analysis

G. Eda et al. (2010) 2 TlX, /7 7 = A X% A RRFORNKT D2 ENRESN TR,
Y. Dong et al. (2012) " TiL, BNT DT T 7= FXHVA &7 = U BORGIHENL AR LT
ZERHESN TS, G.Edaetal (2010020 ICXDHIEAN=ANT, 7T 7 2 A XA
Rt C-O @ sp? RMENIZAFIET 5 sp2 IRAILETHIRIC IV T, 2847 (BhEIRAE) O 1Ml
THOEF L FES BEHERES) TSN =X F—IC Lo THRET D ERINT
Wh, KFRICEIT L7 BT I ROMAERIXZ DT T 7 = A% A ROEIEITEN S O
ThHO, FRICEFPELEBEETOBIIRE SN =X LF—IC Lo THE ML TND LE
AbND, BT, HFPKRBHEICL o TR, RE - PR RV F =D hS L RH 2L
T, #OLT R —NEINL, FOLBmERm ELZEEZ LN,

Y. Dong et al. (2012)'? IZBWT, VU BOLTY T 72 FXH A RESGR LTS Z &
B AFRICBNT S 7 TV BROB DR TEMREIT o7, LML, ZOFMTRE TS,
AR TER LT U EET I ROFMBE DTN 40 G EEWFER & o7z, S HIZRETIL
FIZHONTH, Y. Dong et al. (2012)17 TiX 9.0 %72 72Dk LT, 7 =287 I RORETIY
SIX 27.0 % THY ., 3EWIMLI, 202 EnD, T MEGEROZ & TRIERRENR ET
HIENIhoTl, 7UBBED L7 VBT I ROFBKME (SEFIE) BE< 725 7Bl
& LT, KB TokE COOH HFE 71T CONHe O E/EANBEBRL TS EEXBND,
7 = BOYE . COOH K & AKDMHEAEMBIRNZDIZ 7 = VR L OKEFEE BT 78D,
ZHICH LT =87 I FOogGa . CONHe FBIKOEEEZHE D 2R\, 7= U7
I RRIEOKRFHED RS 2D, T K- THFR LY BEEbSh, BHmE (=&1TI6R)
N ELTeE&EZbILD,
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4.2.3.3 BAESRMHDOREL

7 T MR L RFEE AV TZERBHC O W TERRIRE (130-190°C) & ARk (0-120 min) D¥
HHRE A~ FETRBOMRFT 1TV, KRBEGRICB T 2 BIERIFO R 21T o7, 72720
FRRFFEN ISR EE DA R EIRZ I E L T ORI TH 5, X 4.24 L [X 4.25 [ZFOGIRE & & AR
B AR OBR A R T, K4.24 X0 AEIRE 130°C TIRIREME S TRIEWE DA T,
WA RKIRE 180°C LLEIZ7e 5 SR & T CRIEME D WERT 2 2 &N oholz, Lo T,
72 AR X 160-180°C THH L2 5, F7-X4.25 XV, FiidE 160-180°C (231 T
FERTRE DN < 72 D OIXA I 60-120 9 Tholz, LLEOER LY AR 160-180°C,
A AIREE] 60-120 43 03 KEVA RRIZ 381T D B ESE D Bl il 72 & 53 o 72,

500 e
170°C
L
"S5 400
5
%‘ 300 | T 140 °C
[ °
= + 180°C
= 200 |
9
€ 100 | 130°C
- D/D z Looc
0 A .f,\. Q_i A_-"—‘\u
0 30 60 20 120
Time [min]

(Since reaching the setting temperature)

4.24 FEICHE & A IR O BIfR
(Citric acid: 0.0042 M, Urea: 0.25 M, Pure water: 50ml)

-88 -



500 1 ! I I I 1 1 I
| O 0 min
— O 60 min O N,
5 400 - -
2" [ A 120 min L4 %)
— I A \‘h_ - D O D
> T
‘@ 300 -
c
3
=
c 200 - A -
o
@ O
o
E 100} -
. O .
0 ﬁ 1 1 1 1 1 m

130 140 150 160 170 180 190
Temperature ['C]

4.25 FENEREE & 5 pkREfR] 0 BEf%R
(Citric acid: 0.0042 M, Urea: 0.25 M, Pure water: 50ml)

4.2.34 BETFIRAIERFE

JFEk A 7 = g (0.0042 M) | JRF%E (0.25 M) & L 170°C. 120 43 THAL L7ZiEHZ D\ T
BETINROWEEIToToE 2 A, 280% L 7eoTz, £ 4.6 LV, EERA AU &8 WIS
FSEROBEFINE L LTEEL o,

4.2.3.5 ABIT X DFRFE~DE

7 Wk (0.0042 M) EJRFE (0.25 M) & HWW 3 EHZ DWW T DLS MIlE#1T- 7o, HIERES
&% 4.26 12759, 200 nm H7- D ICE =7 PRSI To0, 100 nm DT A L F—THilh&17
W, AR TORGRE 2 i L, PLRIERREZX 4.27 (2577, K 4.27 XV A%k 0%
HIRE DTN < 718D T ENminol,
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| DLS measurements

| Filtered through a 100 nm filter

> L
£ S
c
v L
i
£ | = After filtration
— Before filtration
01 1 10 100 1000 10000

Particle diameter [nm]

4.26 DLS &5 5

Reaction time: 120 min, Reaction temperature: 170 °C

Emission Spectrum (365 nm) Excitation Spectrum (444 nm)

= 1.18 times B, 1 1.20 times

2 2

c c

S 5

ar After | |

€ £

w Before w Before

400 450 500 550 250 300 350 400
Wavelength [nm] Wavelength [nm]

4.27 PL HIERE R

Reaction time: 120 min, Reaction temperature: 170 °C

4.2.3.6 WOLERIERER

B2 R 7B (0.0015M) . 7 = (0.0042M) | JRFE (0.25M) &L 170°C, 6043 TH
A U723 BHZ DWW T UVevis lIE 24T o 7, WIERIR 214 4.28 1277, HIERER LD, SRIMRIHE
f (~380 nm) TEWWVIRIEARL, AIHDEEK (380 nm~750 nm) TEWEREL KT Z
LR T,
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Absorbance [-]

300 400 500 600 700
Wavelength [nm]

4.28 UV-vis & HE 5

Reaction time: 60 min, Reaction temperature:

100

Transmission [%]

170 °C

Solid line indicated absorbance and dashed line indicates transmission.

424 L

A, WHRTHD TAH— ~ 7 L—7Z T BCNO A0 B S 3L 5 AR TS B DA Rk
RS LT, MBI 2 VT X ROLARELITHERTHY . 7T FfEGENT52

ETERFIERRAMELE (7 FEEZRTRWGE DR 40 %)

F7. RUBBROEE RN

(X > THEFIRNM LT D2 ENmhoTc (BIRMOLED 1.415)
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