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7 A A
FrHY
ATE 1

tolxE 9 (diazonium salt)o & FHo| 7jdd JHL Jo]Eglo]=(carbon nitride, CNy).

AT 2
A 18el]l oA,

A7 Yolxy 9L 4-HEA WA Q2 2 X7 o] E (4-methoxy-benzene  diazonium
tetrafluoroborate), 4-H 2R 2} F 9 2 1 | o] E (4-Bromobenzenediazonium
tetrafluoroborate) % 4-UE=Z WAl vlolzy HEZIZFLEZHIUSE(4-Nitro benzene diazonium
tetrafluoroborate) @ o] Fojx T MRE AEEE 1F ol4el AL EHoR s+ tolxE H(diazonium
salt) o2 ¥He] /MAE JHE Yo]|Ego| =,

2T% 3
A&l lojA,

A7) FHE YolEgtolE= Q4 (Urea), Mo]2 84 (Thiourea), Ttho]Al¢t thololmlo]=(dicyandiamide), A|<to}
ulo] = (Cyanamide) 2 2ElWl (Melamine) &2 o] FojZ Fo|MEEH AEE = 15 o|ieo AFAZREH FAF=
S EAo7 3 YolxH U(diazonium salt) o2 FHo] Ay I Yo|Eglo|=

L

AT 4

A1ge] folxy do 2 mWHo| MAE 7 Yo|Egfolug gl AS EHCR e 7] T taEY
o] A& WP

A3 5

A7 6
A5ael Ae) A,

A7 FHE YolEglel=g  FH|dle ©@AlE 24 (Urea), Mol 24 (Thiourea), URoJA|SH Tlo]olmpo]=
(dicyandiamide), Al¢tolmlo]=(Cyanamide) % @&l (Melamine) 2 o] FoF T AHEEH A== 1%
AFAZRE 7L YolEgto| g Axsts AS EAOR & 7] wd faZgo] FAE wag=o] Azt
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AT 7
A58l lo] A,

A7 Yolxw P9 4-"EA-WA tolxy  HEHEZFQZH YO E (4-methoxy-benzene  diazonium
tetrafluoroborate), 4-B 2 - tolzH HE#ZF 2 2 1 8| o] E (4-Bromobenzenediazonium
tetrafluoroborate) % 4- QEE WAl tolxy HEZHESFLRZHIOE(4-Nitro benzene diazonium
tetrafluoroborate) & o]Fo]x °© EAoR = 7] HF taZdoel F
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L= 72 Eodtyo] o AAlde wE MD-UINS Egsls d8dS ZYsINS wo] $olE 543 R 5olal,
=8 e o Hlale]d] wE UNS EFste S 295S W9 roughness® FAT AR o)L,
T 9= B dgo o AAde wE MD-UINS Edsle dgds €S w9 roughnesss =A%
A7 o]l
T 102 2 el o AAjofof wE MD-UNS XE3ahs deoo] pPL 2 E- S yepd 1g2o]ar,
T 112 B wol I AAdd w2 MD-UNS E3tats detdo] pL MJEE~E el 1z o|a,
= 12a% & @gol A iAo mE OLEDL] WHE= oy =A] tholoj 23S YERd A Lolal,
L o12bE ¥ we] A Ao wE OLEDS] 3 -At EAS 543 aeZolar,
T 12cE B o] o AAde] whE OLEDY HF Z&-dY BEAS FA3I g zolar,
T 12dE 2 dge] o AA]dle] whE OLEDY] d¥ a&-dY 5A4S SAHI agzo|al,
= 12et= o] A AAjde] mE OLEDY] &|F-YAIaE&-H EAS SH3 a2 ola,
T 12fE B Iyl o Arjoo] w2 OLEDY] <17} Hetel] mE H7|dg ~#HER 9 oo &5k CIE thol
AaHE YR g zot),
wye AN57] A FATY U
[0039] 2 o] o SHolA
[0040] tolz+ Y (diazonium salt)o2 ¥Ho] 7jdH 7ML Yo]Eg}to|=(carbon nitride, GN,)7F AlFE}.
[0041] o3, ¥ wge] o FHA A|FH= JHE YolEge| o tisle] AAE A s,
[0043] WA, 2 @ge]l o Z2HoA] AFTHE M YolEgolE: o2 Eo], 84 (Urea), #9222 (Thiourea), ©F
o] Al¢t thololmtol = (dicyandiamide), A]¢to}rlo]=(Cyanamide) & @z}l (Melamine) &2 o] Fo]z o] g
A8 s 18 o) AFAZRTH FA4E F Jdoy o2 dFYA = g
[0044] ggoz, B gl o SHAA AFEE FHE YolEglol == toltxy Yol st mwe] /M H.
[0045] A7) YolxE de HAEZ oE, tolxy I& 4-WEA-wA tolxy HEDZTZOZHYO|E(4-
methoxy-benzene diazonium tetrafluoroborate), 4-B2R-#lAl CUvolxy HEHZFILEZHYO|E4-
Bromobenzenediazonium tetrafluoroborate), 4-HEZ ®WlAl r]jo}lZxF HEZHZFLEZHHYo|E(4-Nitro benzene
diazonium tetrafluoroborate) & |52 EFEY 4= Ut}.
[0046] Holzw 99 2871 sp2 &4as A4 ¥IAZA F e Aoz 4HA ok, AV Yolxzw d FHE Lol
Eglol=s A vEAIZL 4 lom | Slo] X ol ak(HP0,) S EFAIZIAY EFATA] FL AE WA
4 Ak, olE tolxy Py JHE YolEflel=o] W fAS A% wkge y] wkeA 1, wke2 2 B
kS22 33 22 FHE oAl ©d.
[0048] b 1>
OCH, OCH; OCH;

H,PO,, 0°C

_—  ———

C.
N2 = -
C3N4 C31\4

[0049]
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[0051] N RWNIPN
OCH; OCH; OCH;
Heating, 70°C
_— _—
C
N2 -
C3N, C3;N,
[0052]
[0054] <REg-2] 3>
OCH, OCH;4 OCH,
P
€<«<—> | _—
RN
W N N
N N N
- '
CiNy
C3Ny
[0055]
[0057] A7) WkeA 18 gt A wkS-(radical reaction)S WERHI glow
reaction)S YERHI 3, w2 32 ofx AZHY WS (azo coupling reaction)S YERHI Qitl. A7]s}
22 FH9 whgo] dojgo =, tolxy PO JHE YolEglo]=e] THE T 2

A7 5 Ak,
2

of ¥ .

[(0058] WA 1 U WS 3ol B 4 el CHAO-sY el sHE elErtelme A
=, 7] WeER WEA-HY7 FYH, olg ol HEA-Adt GHE FH ol Ertel s BALY
o g7 A,

[0060] ¥ wwe] & ZHelA] AlFHE R o] Edte|Ee] ¥4 Pxi §Y] 5
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[0075]
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A7 1 Sl wAEAEe] o=, HEZSS| =ZF(tetrahydrofuran, TFT), W€ XFolulo]=
(Dimethylformamide, DMF), N-wl&l-2-3]Za]&=(N-Methyl-2-pyrrolidone, NMP), t©j®lg A ZA}o]=(Dimethyl

sulfoxide, DMSO) &= o]E9 &3H&Ed 4 ).

ol A Algss f7] Bd fadee] AAE EFS oty dow fwe] Jfdd 7HE

A7 R JolEglelmx oE  Eo], a4 (Urea), Mo]Q28A(Thiourea), Tlo
(dicyandiamide), AJ¢topmbo]l=(Cyanamide) % W&w (Melamine) &2 o] Folx Fo|AqRE MU= 13 o]4t

o ArAlzRy d4E 5 oy ol A= &=

>
rO
o
)
O
—_
d
—_
)
> [

A71 Yolxw 92 HAISARl d=2, dolxw 9L 4-wEA-WlAl tolxy HE
methoxy-benzene  diazonium tetrafluoroborate), 4
Bromobenzenediazonium tetrafluoroborate), 4-4E= #l#l

diazonium tetrafluoroborate) =& o592 32U 4 Urt.

47 7] W tlaBel 4 g WHFE 4] telry Goz wel AW JHE UolEdtel=g §7] &
wlol RAA7 A S ol g3l F4W 4 Ak

A7 71 vl HAREES G2, HEZS|=ZF (tetrahydrofuran, TFT), TWEXEFolujo]=
(Dimethylformamide, DMF), N-wl€l-2-3]Z2]&=(N-Methyl-2-pyrrolidone, NMP), t©jdg X ZA}o]=(Dimethyl
[

sulfoxide, DMSO) T o559 ZEY 4 ¢

3 8
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[0090]
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[0094]

[0095]

[0097]

[0098]

SIS

olah ¥ wwel thE U FHolA AFHE f7] wY txBee] FAE wPFel Az

N

A7 TR YolEglol = @4 (Urea), Aol 222 (Thiourea),
ulo] = (Cyanamide) 2 Wa}dl (Melamine) &2 o] Fojz o AHE AeEiy= 15
oy, 7] AFAZR A= AL ol

2 (furnace) Woll SIAAA 255 7tets dAE 23T
2 7L Yol Eftel=g dg 4 .

oA Agss #F7] TF tagde] FAE wFFe AW
3|

tfo]Alet thololmto] = (dicyandiamide),
o] AFAZEE P
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We A o=

Agte}

4

ggoz, B dygo 2 o SHdA AFHE 77 @ txEdo] g W3S AU folxw
A o] g3t 7] FHE UeolEftel=e] RHE MEdE dAE 2T

A7) FHE UolEgtol=e) tolzy @& WHSAIZIZ] ol JHE YolEgelm g xS AEste S
A 4 Ut

271 dHokxE 2 WA dz, tokxE H2 4-vSA-dAl tlelxzy HEHEFRMHCEWU-
methoxy-benzene diazonium tetrafluoroborate), 4-B2ZE-dlAdl Ulolxy HEIGZFLOLZRIYOIE -
Bromobenzenediazonium tetrafluoroborate), 4-UEZ WAl t]olxF HEZNZSFLZHH]E(4-Nitro benzene
diazonium tetrafluoroborate) =& °o]59] 32U 4 Urt.

tolxy H9 &7 sp2 Bas 94 W ’\]@ T AE Aoz dHA Uk, 7] "olxy AT JHE Yol

R LT TET I

g4 33} e FEE dojubA Ak,

<qH$2] 1>
OCH,4 OCH;4 OCH,4
H;PO,, 0°C
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W C,N .
3Ny C;N,
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<qh-g-2 2>
OCH; OCH;
Heating, 70°C
_— —_—
C )
N®
C3N, C3;N,
<S4 3>
OCH, OCH; OCH,
- M E\b
@%ll N
||
N ‘N
C !
C3Ny
CaNy
I 12 2

2] o dh&-(radical reaction)& YWER L 9o, WS4 2% B4 Fo] wkE-(carbocation
reaction)S YERHI 3, w2 32 ofx AZHY WS (azo coupling reaction)S YERHI St} A7]s}
9 dojdozy Tolxy POz 712 YolEgte|l=e] ¥WS /MEAL 4 ).
HES21 1 Wx] db-g2] 304 B 4 9ol CH-0-¥ld Z2Fo] 7ML UolEgto|=9ol mAgd FaFA =},
%, A7) WS ER HEA-AY77F EAEY, o9 To] WEA-HLYIZF AE JHE YolEo|EE EAHA
|

it
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SIHS31 10-2020-0120281

AF EES Y 5 gom, 0.50 I/l WA 3.50 FFe $5% AH F8e wY 4 vk, w40 cd/m
0

.85% WAl 1% =9 H-dAla&(EQR)S 7=

Aelel] B E AL ohm,
Aol ANE FEF AoE, B odge) WA Mol oWAE Be A% Wgel Asee olslstelol
@ ot}

<AAd 1> Holxy ¥ EUS /MAT FHE YolEgol= E o|& X 3= OLEDY A=
7YE & (furnace) W] A9 FHO Fodo L4 (urea) o] £3H 4Fry =Y E €Y. N,E S84
Al

A 3T/&Ee 7t HEE 600T7HA dsA7]1aL 600TelA 2413F Fot FAAZE. 1 5, A FEES A2
A WA A FEA 22N S AT

AzE UN B35 mg)S 30 mLe] FHFE Y2 e vtgt Zgha=o] Ya 1583 259 A 9. =
gA32 70CE 7F9® x| Y 4 A tlolzE HEZHEZFL ZH Y0 E (4-methoxy- benzene
diazonium tetrafluoroborate) 500 mgS Zetxzo] ¥tk Wk ;E%% A7) wf R 2417 Sk wkrek §
T SomLE H7betel Az AEE AEAS ¢ ,000 rpmoll Al 57 A4lREe & ﬂﬁfﬂ
AAs wepda, 2 AHES dAZY7E AHEste] dE ¢ i%i 33 AHsT. HE AHdES A
Fol Aol A 12’\]{} T A2AA G FEAD-UN) S 5313

;O

o> o
N

o

ol

ol
o

A7) 53 2D MD-UNS 3= (EML)E AF83lo], LEDE Axslgtt. A7) LEDE A7]-A ™ GraHIL(gradient
hole injection layer, @& +U¥=)3} 1,3,5-tris(N-phenylbenzimidizol-2-y1)benzene(TPBl)<S ¥ 3+3}+= A=A}
= O

TE5=S ¥}l GraHIL-2 PEDOT:PSS, perfluorinated polymeric acid, tetra—fluoroethylene—perfluoro-
3,6-dioxa-4-methyl-7-octene-sulfonic acid copolymer (PFI)=& 4%},

A= & 98, 110 H- 9] frel= opdlE B 2-ola Zagkgelre] 253 Aol ofs] A=A 2-0] &
ZRFpgolA 1583 veHAT. Axd 110 A" f25 WV & Aeste] 7 WA AAs L #9& 3
Hom J%?iu}. 71 Uh& PEDOT : PSS9F PFIZF 1 : 19 F@nE 2 ¥ GrallL& 4500rpmo.2 29 ¥ 3}

o 40mme] FAR WHEI 150TCo|A]l 30% 5<t HlojHste] R/ &ulE AA SUTE. wlolW IAHE g4w g
Z 719 LE 21 " F2E AR 7 0L, HEGS|E2FS(THR) & 348 MD-UCNS 1,000 rpmo &

60% FoF 23 FYAFC. 90ToA 208 FoF I
A

3} TAF A (< 10 Torr)oll Al TPBI(50 mm),
LiF(1nm) 2 Al (100nm)& x5 o2 ZZAIHY. A7) W& 1

2 &= 28 Fsto]l WHe] olsfd = gl

<Hlad] 1> HolxE P2 WS NESHA &2 712 UolEF|E R o8 Tt OLEDY A=

AAe] 13h FAT UNS Hobxri A glo] $U PO F7] Sulo] BAAA.

<dgel 1> dgde] B4 =3
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[0164]

[0165]

[0166]

[0168]

[0170]

[0171]

[0172]

[0173]

[0174]

SIHS31 10-2020-0120281

Al 1ol thaked, 2D MD-UCN(10 mLe] THF % 3 mg)o] Frgstal wdd FRol=d FHAE MD-UN 9T =
AAANZT. HdE e ©d(Tyndall) a3s welor, Hl& A7 dA7F A8 ddd E=A3-S
shelabgiet. = 5ol S = 9l

getolo] PL 2~ E-L 350 nm Xe-3E ofgellA]l 516 mmell Ao ek 9]3F Welvh(:= 10). g, = 119 PL
EZ oA B S

el LU SR o) g Wl el w
ol

i
g oo s

=

T o

(@)

Z

ﬂ 5

L

e~

—

_1

O

flo

>,

)

0%

efficiency, PLQE)S 1.5% & =A% U},

27 RS AMEste] fE EEtol=d #9% Z5S FA T - duA HZEE 3§49tk 110/glassol 3000
rpm, 90 sec, 1 timel & 3}o] 23 ¥ 3} t}. RMS(root mean square): roughness kel FHAE on|3}
2S4S HJarh 2SS o git,

A

279 & 95 B MD-UCNY| A5, l‘:‘,’—ol‘: 0.2 1HX] 0.6 nm, RMSE 1.748 mm 0.2 IHIHISS FAT
F gtk ol s7) e 1o B g vwaRe W BAge]l L vid. ol CHr0-AY 1
N

Tz B ¥2E 7] wjF-oltt. Azo coupling WS-} Carboncation Yo 2 ¢lale] wWEA-Hd 7]
=]

Hhd | Bl 1o tfste], AAld 19 W3 Ag FUSA tolxE @ AHZSHKA &2 UINeZ dEgHs A
BRI, = 4oA FAE 4 e A Fo], ©E aHE FAdy] oAt =3, Ao 19 tidk A3
2o oz 2y FYSINS W, = 6 E = 89A e 4 = AP} o] Eol= 0.7 WA 1.2 nm, RMS
F2.056 mm Fo®, Add 1o vl Aol #AES & 5 ATt

<ddd 2> TF 54 53

AAld 19 tisked, MD-UCN 7% LEDS] #HF - #¢t -
52000 &3 WA 54715 AHgste]l SAstalt.

ot
H

EAL2 Keithley 236 &2 54 X 2 Minolta

21.22 eVe] o7] dlUYAE 7HA= Aol FdAk Z33HUPS) dlolElE ARS-ste] MD-UCN| 7R Atee] oA
(ENE SAsGE, 71 A3+ 5.47 eVE ARFESATE. MD-UNS] WV-Vis &4 2~HEHLS 500 nn F-Loll A H-2

55 ¥aE Bt WMER(E)S  Kubelka-Munk 5 AR&3ste] FF Z2FEHORHE 2,59 eVx

A4HAT. webA E, - E2FE =g ol|yA(E)= 2.88 eV AlNtEH.

7122} PEDOT : PSS (4.80 eV)¢] & 3 -UCN(5.47eV)2 A8 o s o & EZ 7HXx, ol A
Y FH0.67eV)S =T 5 A3 AT FAS Agete] dA #33 EL 285 AN F A, oY
15 HIL A=A $3A Z2AES AFEste] sldd 4 vk, GraHILe] AlF Aol A, o] PEDOT : PSS
vjste] wlaA e g oA E 2t7] wjitel, PRI EE+= GraHILe] upeh oA A
Aoz F7pet}. PRI7F & o3 ou#](6.10 eV)E 7FA7] wiol PRI #p7]-HHL2

Al (5,95 eV)7HA] o] &3} U A7E A SUFEEE gtk o]ef o] HHARL o] &3} duA= & F9Y
S Aoz 110 Aol MD-UCN(E,: 5.47 eV)o 29 & FU& =247 & (e 12a). E3F,
PFI= PEDOT : PSS ¢} MD-UCN 33 Alole] Aol Al A LA3k= EXCITON quenchings WA|sted, A3pA o
= MD-UCN 71wk LED sxte] & Ses PAE 4 ook TPBl= 2 w9l A 24 = (highest
occupied molecular orbital, HOMO) =91(6.40 eV) ¥ HA =9 v HF A4 % (lowest unoccupied molecular

orbital, LUMO) +$1(2.80)2 7}#], MD-UCN EML(Ec : 2.88eV)°o = 2] M} FJS &o|3tAl s, EML el <
AEo] SubEm gl

:Q
=
=
=
2

d
BN

éj}m&rQL'OH

oN

23 FQHT, o] Axts

B LEDe] 7] miolojxs AE3lH dApe}l AFo] z+zt LiF/Al S5 110 458
AEo Zbzy TPBI9F GraHILS 3] MD-UCN Hfh Aed &, A2 ste] MD-UNS w=x3} v]s=3k o= & 2zt
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[0175]

[0176]

[0178]

rr

H}

FAk S

Ll

g},
= 2.53 cd/AY AF =&
(FQE) & zZ+e=t).

&t

e A w9

(CE),

e
o

IT0 A5S &3 ®
1.59 1m/Wel A&

o =

E LEDY EL ~¥E#HS 506 nmol A ©d Z 938 n
39 FIMHE 76 mm=z, o2 A 234 LED(Z#H2 QD: >
A Zkom o]z E whge] LED7} %
of AgE & &S o).

pud

w3k, a3 QDo v Kl
H Aozt v Aol <] MD-UCN HP%%— LH%‘—QI
GraHIL @ TPBI& MD-UCN EML j-ellA 7)ol E%’%
o] dojd-g omgttt. v W8S = 12a WA =

60 ==
=32
9]

0

¢ 5% LS

PN —_— —_—
HN NH,
Urea Bulk-CsN, MD-UCN
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55 o
a4 (PE), 58 cd/m’e] Al 3

Hom (= 121),
150 nm, &k UrL EE: > 100 nm) Y

[ o = 5 2=
;’CT':L:—QI /'\lIJE H&‘%%T

2D MD-UCN

ZIHSd 10-2020-0120281

ue EL W& HQlYk. MD-UCN 7]¥F LED
= =i

=R 0.91%°] 9% A 2&

L 2~ EQ7} fALeict. EL 9
Ae-no ¥
, O AR S ¥3sE gaEgol

97 g, olE F9
AUA e SaHoR DG,
Gutel], 5@ DUV ©la) EL %

MD-UCN OLED
device
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E02
I(I) g
C 7142 600C Sag Sz
H,N NH, ‘
Urea CN600-U Ny*
HaCO'
Methoxy-diazonium salt
i AZU=E AdEe
ey - -
SEA
MD-UCN
E03
A~—60
—+~—50
—+—~—40
30
A 20
—~—10
=gV
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Excitation (hm)

PL intensity(a.u.)

700

650

6004

550 -

500 -

450 -

4004

350

300 -

250

Ex = 370 nm
500
—o— MD-UCN
400}
300t
200+ 516
100}

0 1 1 1 1 1
400 450 500 550 600 650 700

Wavelength(nm)

MD-UCN

T T T T T T T T
300 350 400 450 500 550 600 €50 700 750

Emission (nm)

-2000
210
5420
230
104

1666
1947

2509
2700
w071

633
214
4135
478
4757

5219
5600
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EHI2
a) b) 10°
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w 100“
2
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R |
-2 1 n
07 6 8 10
d) Voltage (V)
10’
g —
8 ool g,m“-
@ @
e ke
8 10k S 10}
: :
3 o
2 i 1 L i i M -2 " M " L i N
5 6 7 & 9 1 Y3 4 5 6 7 8 9 10
e) Voltage (V) f) Voltage (V)
10'
1.0
~ 08
10°F 2
g 206
w Z
81{]-1, 20,4
&
T 02
b —a— 10V
16 g g g e w e i : . 4
3 4 5 6 7 8 9 10 450 500 550 600 650 700
Voltage (V) Wavelength (nm)
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