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A IS A, RGE R R C O AL 2 A FEARE O AU B L S - R E N FR A DA . COABE
AR RIE BNV 00 1 B2 AR, W AT VE A IR R i A2 i NV R OC R G, BT NV &0 2 AT
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i, A C O A A AR B AR e NV IR E M. 55—, C D ARE R A TR A DA
SRR AL, 5 2B bE MmN 7252w 23 0 (73 . ARHR 352 & Rl far kb2t AR U PRk,
SR RE 0 7 P - P 5T 0 8 R O ke DR A5 R Jeg it A PRI, AT RT B AR S SR R A R K
R 23 6 ) 55 4 A AR K NV /NVO AR B . HPHT F0Ab #1233 A — i & 84 F B, &l LLEE
& WA RS DX PN o e T 5 0 R SR R R A, R RUR AR L BRBE EE HE R N IR, AR BT AR
o IR

BT, AWFIE I 2 AR B AG C O B T 73 B (Ne,) B9 HPHT 45 A 4 WA 508 (FE i A
Ne=4.4%107% Bl B: Ny=0.7x107° ) VE R AR S X G2 15 5, HeBHCAE AR R] i 4 BR R 52 R 600~ 1000 °C EL
2R KA T NV UGB L, IR GG C O & & X GR1, NV FI NV 38 GHE B AR 152 5 48
Ji, HEEUNV A G KOG B W Y 5 AUREE AL 51 S GPa, 1100~ 1900 °C 1) HPHT Tl ib ¥, 2% 88 Hou 4
RERT AU DG FER A L JRy 3l 0 0 PR 858 DA R S5 21 5 BEFAR K Ab38LS NV 00 faf 25 L Y 525 ¢ s, 38
e B np AR #6221 4b (Fourier transform infrared, FTIR) St . Raman St DG 2 & % (photoluminescence, PL)
DGR R il B AT 255 FRAE, A EE T R [A] B AR NV @O AR B 255 P8 2 42 At 52 504K

1 £ I

& NIAT B4 i &% HPHT AL B 34 78 [ 7= SPD-6x2700 RIS 1 0 R ML B9 AT 4 WA B0 S RE & 1

5 GPa, 1300 C %44 F A, LA Fe-Ni & 4 Rl i, 44 58 B A U5, 38 8 97 Ti-Cu bR 2000 i 2 3115

2 PR R SR . MRAELLANERE P 1130 em ! b C 0 ZUR SE W0 1 A6 8, BE & A RITEE 5 B i)

H C OO RE T M 2R 4.4x107° F10.7x107°08 AT, JeXt FTIR J6igak 17 3464 1E, 1 2030~

2160 cm™" DX [A] 14 4 W A2 U T IR ISCVE S A, DA/ IR i JRE B R i 2% R 25 i sg . C O &R 4
Bt E Ay

u(1130em™) = (A(1290 cm™) — A(1370 cm™"))/0.31 1)

-1 -1
42120 em!) = 40A(2030 cm )1;090A(216O cm™) —AQ2120 cm™) @)
Ny = 1.375x 10741130 cm™)/p(2 120 cm ™) 3)

s AR XTI D BRI BB, ok 28 N BR TR TE IS B URC ZR B8, N, 150 W EH 1130 e IR UG 53045 3]
B C ORI T8 RIEIZ T 25 48, FE G A FIRES: B 0184 C D &R T 20800 4 4.4x107°
107107, BT 2 BAEMAERI IR B A S & FAAEN R 2ER .

WG UG ORE S e IR R IR AL B, L BR AN LA G A R, S TR SRR IR S W T A, &
BRFE AR A A A 8BS &R BRI AEM 3 0IE R A0 Il B0, HL 4R ISR H 10 MeV @ REHL TR,
FIHE Ry 5%10"7 e/om®, 4@ BRI FE v, BEAE A B T Kb, DAREAR R 3 it ORI 24X . A5 IR K74 X
P AT, FHEGEZR K 10 °C/min, {218 1 h JEBEY A R % .

A BOT 2 800 . 5 1 R TR RS G A B K B RS AR BT 2L, T LI AR C O
RO NV DL BRI . SRR A RITER & B B4 A0 [R) 500 2 19 F 4 1R, 5 SRR JCAb B A B 5 43
WA A1 F1B1, B S 7E 600, 700, 800, 900 F1 1000 °C K E253H J 1 h, ¥ Fr 8L 5 20 510 8 A600~
A1000 F1 B600~B1000.,

95 2 5k HPHT Fiab 325 G o F R IS B 25 B K 03 T2, FH T % %¢ HPHT il /b B X} )5 42
NV 0 T8 J8 R 26 0 FEL far 45 LU A AT B DR VE AT . B TAREURE L B 19 NV A OC R O0A 55, X DLW Wi 23 3F
HPHT Ak T af 25 3 A3 0 5200, R0k, 3288 40 2B e RURE i A PR RIEERT 4 . 256 1 500, [
Ja 2L HLAs IR KR BE S 800 °C, B HPHT Flkb ¥R FE o & 5%, F4AE 78 5 GPa, 1100~1900 °C T &
1 h, 5B [RI B 200 °C; B, PE47 A0 [R50 &2 00 B 7560 ], JF 48— 78 800 °C T B 2SR k1 h, AR ic h
APA1100~APA1900, 55 2 2415250 [F] %2 HPHT WiAb #2444 5 GPa, 1900 °C R 1 h, bifiJ5 240 )57
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iR IR, B 7E 600~ 1000 C R EZSIR K 1 h, ¥ AESIE N AVA600~AVAL000, Hrfr,
APA1900 5 AVAB00 XJ 1 A [F] i) S 50 45 14, S [l —#¢ i, S8 T 2 4S50 7 91 beds, T RAE A .

SR TG 27 Yl (U8 WL B8 it T2 350 AR 2 WL 23 €5, 78 A 5 >R I FTIR DG 3% 43 Bt HPHT i ik 3Ly 5 280 AH G Bk
BER 455 2R I Raman Y6335 20 BT RF f (19— By 4 WA R AIE 6 457 F12F 5 42 96 (full width at half maximum,
FWHM), TR AR 15 Sk A FFEEE, 76 Raman I3, 4 MRE S BU 2 A T W 2440 | fu 3
PRFEE D A7 B AT B R AR, IEXT 1332 em™ BT A9 4 W47 — B Raman 1§ #£41T Gaussian #1455 Rk H
PL JGIERAE NVO, NV & GRI S5 BB A & & JEHRRE, PL AR A 532 nm SOGB4 FE 5 278 41 [H)
FISOET R | U s () RN A5 4 T R4 o 25 R 2 I K 98 B A e, SR 23 B 43 4y UK B PL 3%,
FEAEAH SR e B AR BA 29 25% M HE A XIH TG PR . L, 78 650~ 750 nm X [A], 43 FF & v] /g H B
Jay s B L8l % B s BT o BORE MPFE A, AR T & A R 4246 . Raman Al
PL 3 Fir 44 DA SR fb fe e AT AR A 2, DR FH 8 o JOE 4 T s o ARt A2 3 0 O B, D DR UEAS (] A
[ 325 SR 4 T L

2 HR5R

21 ¥ GSENEBRMEST RARENS G AR

A RIRI G C O RS kR b 7 A ) 48 PR B oS i KOS A BT 2 F (0 B AT M A8 4k, 156
X} A A A (Ng=4.4x107°) FIIR AL B 24 (N=0.7x 107 ) FE S #EAT TG Mo Es . |1 BoR T W aRE
A0 F1 BO, A 7] 5 & o 50 B S KRB K s Z AR EAE S AT AT B1. 600~1000 °C B %5 B K B9 FE &
A600~ A1000 F11 B600~B1000 [4)G22 8

@
&;‘;3-,._,‘_..:”;

(b)

:
A0 Al A600 BO Bl
- -
o] T !
A700 A800 A900 A1000 B700 B800 B900 B1000
1 mm 1 mm

P 1 SRR R K T Z AL PR AORE S a2 IR R
Fig. 1 Optical photographs of the sample processed with irradiation and vacuum annealing

H 1 AT DL, 2 FofAef it A A S S AL U 4 7S - /TR A, 450 Y WL 8 TIOR8 B2 5B ORI
i ZIE SR B B REIR . WIIRIRES R, M AURE S A0 &6, INARES: BO IR A, 3 1) i
R AR R 25 5 . AR R0 i TR RS, RE A AL B s G sk @, BEAh B1 KA (&
B, REUITH TR RS R TR OGS R CR AR Y B R A AL, PR B1 5 SCHR [14] i 19 L T 4R
MR GR1 (DA B AR AL, 4545 741 nm BESE B BLAY GR1AFAE I, D6 IH 7R AR EURE dh e, SR RS A
(2 L BHE S 5 C LR E SNV @uls, NMEA S L GR1 AL R E o AHILZ T, Bk ALK
B (0 T R D ) 0 (0 R TR R R DG (R R I B 45 2R

£ 600~1000 C B2 K5, A B PIZALRE bl B4 R At — 20 Ak . FEdh A600 FiT A700 75 4
FREC BB AR (T, 800 °C B LA 1 1B R 8 7 e S il B (0 0 ) 56 €05 B AL AR A R B A 2R AL B0 72 Al 3,
EARR B E AR . R UL, A5 5R KRB S fie R 48 IR 25 D B 15 5 NV B0 gt — B 5k, T
WG C RS 2 W R 28 ) O FP S RARXR B . m BFE D, 125 NV @078 iU ZEE
FER, R, J5 IR KE A B BV R A NV A SC 60 IRERE R P, CO R 2, 200 A 5 LA GRI B
HoAth s i AH G i B 2 3 UPR B
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e ZE R R, S 2 2 AR 5 R T SR R A WS R, HRB AR R L0 Ak Y
ELULHE BYIE S, A fE 2 0 R BRFE2E AL . NVO, NV H GR1 25 BB I J8 K HoAR % 28 A AT 75 45
4 PL G #E— 2PN
22 BTFRBESETRANBLAEEEFHNN AKRESENY BLAKEK

Sk i — 2 A e BRI B2 AR R R rPORE A SRS OIR S BB B RO AR AR, XF AL B PRALEE S EAT T
Raman 1 PL OG5 . Raman S 3% 32 2 H T 20 B 4 WA 24K ks 19— B FR R U2 F1 FWHM 22 4k, M
T ) DA 268 REURSR 2k e 1) JRy B 7 B 6 TG e 2 B 5 PL OGS T T 1R NVO. NV R GR1 4 G5k i A O
RICHFE

&2 JkE S A FIRE Sy B 7648 BEFI B 25 3B O 9 Raman JGi% . BRAE JCR 1 4 W47 79— [y Raman 4%
FEWEA. F 1332.00 em™, XN sp® il B 42 09 75 4R 80122, £ WA A9 Raman W AH$E T TR 77 W6 457 19 J B 7]
FH AR SRR S R A 58 A 0 g, R RIOE R 0] 5 Ry

o = (y—y,)/2.88 4
K o W NFRIYER AR ), B GPa; vy SE B A i (1 — B Raman R AU R IEA7, B2 em's vl
TG H3 4 WA (4 — B Raman 45 AF W6 (i 57, B 1332.00 em™'5 154485 52 0 IEAE A R 1 17, fa AR
N 1o T EEAR 1S, Raman W& 5 52 5% A I 152 A1, 36 ] 68 57 21 ey Sl i B vk 82 L AR AL il AR

JEE 5 R Z R o SR 2 AN R A it [ 0 7728 AR A5 /DN, JHG 22 e T B 22 AT SR 0 B R RIALL 5 iR 22 Y L
1, —1332.00 | 133200
B1000 A\Peak: 1333.20 cm™! FWHM: 5.00 cm™! JL
I
B900 A}?\\Peak: 1333.20 cm’! FWHM: 5.62 cm'! L
)
1
B800 J\ Peak: 1 333.78 cm’’ FWHM: 5.43 cm! F/:¥
| 1
1
B700 | Peak: 1333.58 cm™! FWHM: 4.82 cm™! k
I I
1
B600 j?\ Peak: 1 333.17 cm’’ FWHM: 5.15 cm'™! JL
I I
T
BI JLPeak: 133225 cm'! FWHM: 5.00 cm’! F/:L
Z\. I I
2 BO A Peak: 1331.19 cm™ FWHM: 4.70 cm™ /N
2 ! 1
=}
A1000 i Peak: 1333.02 cm'! FWHM: 5.56 cm' L
I I
A900 A Peak: 1 333.29 cm’! FWHM: 5.38 cm™’ L
I I
A800 J:\Peak: 1333.30 cm! FWHM: 5.67 cm' _/E¥
1
A700 J\Peak: 1333.76 cm™! FWHM: 5.98 cm™! k
I
A600 J.k Peak: 1 334.68 cm™! FWHM: 430 cm™ 1\
! I
1
Al j?& Peak: 1 332.29 cm™ FWHM: 4.93 cm™! J:L
] |
I
A0 J}kPeak: 1331.16 cm™ FWHM: 4.85 cm™ JL
I I
1100 1300 1500 1700 1900 2100 1312 1332 1352

Raman shift/cm™!
2 SRR IR -E K T2 A B ARE S Y Raman YGiE: (a) 235K, (b) 1332.00 em™ ALY BB K &

Fig. 2 Raman spectra of samples treated by irradiation and vacuum annealing: (a) full spectrum;

(b) localized magnified view at 1332.00 cm™'
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PRt AR B9850 0 R A 1 2 2 T By LU A [R) A 45 7 Raman W47 R A R 285 08 R X 72 A6 s
B, MASE Ry kT BE 4 XE Iy 45 5 o Sy HE B 2 el 4y 2 A X 9 B, X 575 1 637 nm A A T AT
Jay TR L L AN BRI, TFE SUNV A0 RS L R, A

R; = Agz1/Asts (5)
FH: Ay, Al Ass 5358 637 nm 4k NV 5 F 2% (zero-phonon line, ZPL) il 575 nm Ab NV 2 7 128 (1) 1)
HGREA . R T RAER —MHA ST NV AT NV R L G EE L, JEA H 455 R T NV /NV?
PR & 0 e B LG o DAy sk B PL 5 B2 A2 il RUST L R AR AT A SR B A7 ) 52 0], R P UH — A e T AR A K
BIA—FE M RFN NS BRILZ A, NVOF NV HL A 2550 70 18 1T RE 2 BE B B L SRERCE . 5
)55 00 1 A ot B AT T 55 R e B R R R A IR RS2 . BT LA, R, AN BE L HE ] T E NV /NVO 9 28 X v
BELb, R RR A ST UE I NV e PE A A28 Ak . ASBFSE T A PL OGS4 76 A0 RO K L O6 T3
T3 I T] L DG B& S A FNAEL G T kR RS, il R, AT AR S [) — A it 75 A [] A B 26 2 00 24 16 i iy 25
M2 i LS AL, (A G e T 456 NV, NV HIl GR1 AYR#EDE | FTIR f& Raman 45 R iF 17255 H)
Wr. 14T AL B AR TEAR RIS T ERARN ) o, MBI AT LR, K T, iR Jab
PR

*1 BR-ATRABERORRNAIREUEESE

Table 1 Residual stress and apparent charge-state ratio of samples treated by irradiation and vacuum annealing

Sample T/C o,/GPa R; Sample T/C o,/GPa R;
A0 —-0.291 231 BO —0.283 0.17
Al 0.101 4.36 B1 0.085 0.76

A600 600 0.931 57.57 B600 600 0.405 2.21
A700 700 0.611 14.53 B700 700 0.550 1.66
A800 800 0.451 3.35 B800 800 0.617 0.89
A900 900 0.449 0.71 B900 900 0.416 0.06
A1000 1000 0.353 0.33 B1000 1000 0.418 0.03

H 2 1 AT I, WIARFE 5L AO Il BO 1) Raman WA X T JC I f1 4 WA & AR 208, B A 2340 1 1 .
ZoHL PR RS, RS AL FIRE Y B BRI F0 0 5% 48 S FE g 1, W B 5 i L SRE G WA A g LA
2L ) B e A A Bk B P, AR T Ry T RAS . #E—2P HAs IR K, AR L A600~ A 1000 Y5
4% F 7 7 T A8 KU B P vy T R A R A1, 28 W AR 3 350 4 TR ke o 525 R, e el A 1 ) A B —
B M EZT, B 5 B600~B1000 f4 5% 43 I ) 48 Ak A 522 Bl a3, Ul BHZEAIRRURE v, Hh P T AR s
FLE NV B0 H) C O AR D, B A AL R Bk S Fo A &2 4 Bl X Raman 0 A7 1Y) 52 0 B Ry 52 2% o
Raman U4 ) FWHM A 52 B Jey 38l A% 07 B2 B . A4 BEUG AR A RITRE ) B B9 FWHM 335 K, 300 28
A AR B B A S ARG I T A% 07 . Bl IR O B TR, FWHM 22 5638 K5 0/ A8 fb a2, 2]
PR IR R K B B B 9 8 B 1R 355 HE T BB Y 5 R R TC T, 7 A v T AR KA R o e R 2 — 2P
A TR AR

K38 A, B 4LAE S 7E A R AD B 2514 F i PL G . I EERE N A0 FI BO i PL % =2 281 K
572.5 nm BT (9 4 WA — B Raman O 0%, ¢ 0L B 5 ) NVO Bl NV 4RAE 06, 358 B 400 36 6 i b o] G2 00 g
NV .0 K JCHE . BTG, FEMh AL LE 575 A1 637 nm B 3T H BB 6, 0 50 %k B2 NVO T NV {0 )
T LR, 650~750 nm {5 [l Y A0 58 A0 26 1 32 B 5 NV FI NV A 105 F A 525, 754 A AY s 4%
R, FESY AL W 637 nm 4 NV B T-2858 T 575 nm 4 NV (75 128, 300/ AR A TR Y
C Ly Z R BE A AR AL NV .0 B BT 5 B9 &R, 8 NV RS E S 45 T AR 6 78 20 1 Ry i 6 45 31 5%
M Z R, B dh Bl 28 146 18 J5 R X 2] B /Y 575 A1 637 nm I, {HFE 741 nm B 3T H BE GR1 (0 4%
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fElE, 5E 1M BLARRE2EOAN AR — 575.0 637.0

B KA I A 0 o AR AR B P A RSN
O ZS i, S5 SRR KRR R, 25 (AR T RS A T Biowo |
71, A MEEAEAE AT R B C O A, B 5325 00 ] # A D e
ELIER NV Gt B GR1 ANV FAE G5 — T
HE 5 LS W75 A1 10 00 57 4 7, T S22 (04 K I o am

741.0
N

Qb3 5 BE A Je Ik AR T N RIAEEIE 0 IRA | B600

BEdh B AT 4002 (3 9 C 0 g b, TR T4 B S | Bl
BT 405 i B L GRI MG RO AR B . 5 K
A RS B A S SRS A IR HNY | 50
PEE RV, WA C 0L 4 5% R 4 R 2 R 7E B e L
GRI 72 . NV JE B e H At ke s £ 95 B 12 2 il I S .
Sy 5 5 ek AL T T aso0
A, B FALRE b5 NV ANV (6.0 46 X 1 I D = v
PL {55 28 Jr R S AR AT BR AU ALL £33, NVE RNV | T e |
fr9 25 7 28 T4 T R R I B A 72 7 e g S e

i, BEWT IR KRB O 25 AL A8 JFAE E NV (0 |
e i3RI 1AL AR A TERR IS K H . . .
SRS BRI AR T RE AL B I NV MK >0 P e 0
e BV C LR EATRITE L SRR D 3 I KA R B9 PL i
BNV 0o FEdh A600 H R; B, EREMT Fig. 3 PL spectra of samples treated by irradiation
575 nm Ak () NV WA X855, i Asr /Asrs B UK, and vacuum annealing
PR, 2 B0 A BE it B O R i A600 B AT 53 g
B9 NV 408 He 3], AN BEF T I8 NV AR E P, SR T AR AR A2 2%, T E B A DAy 266 Xk P
A, BEE IR JOREE R TS, B A IR B 19 NVO FIE NV ROGRERIE5R, [H R, 8K T R, BEHI AL
o FLAS IR KO R IE E NV USROS EHE 58, JNEAR T NV AT NV B SRWLA 6 B . 3 A] AE -5 il
BAfEHEE L2 COREZ A THAEA RIS R 3, I S Ry B A (M PR BT A5G o X TR AUk
A B, NV HISC A0t B AR ES, JEHE 900 Fl 1000 °C 3B K5 NV AT 5 BE AR, BiWT 24 C .0 & I T
Brag ey A R, BVl 22 2 3015 A BE 1, NV BYFRSE T mATs 32 B BR il
gi b, TR RS G AR KRB A RO R BRI NV @O R, (EIZ B R 2R 2 A Y 5
IERAME SR, VIR C LA RINPUE TS5 NV @0 IE N E IR KR B0l A RE T . AGE
e FLAS IR OB, AT USSR NV RS &6 N, (EAN RETR] AP 42 5 NV AR X T NV© 200 & 't i
2o T E DR NV S0 B R AT A A, AU AR BRI 28 58 IR AN B Y, I T A A IR
R i ) SRR 5K St B R 285 R Sy Sl e I 5 52
23 HPHT WAL R BATSRBEH A RS E NV &0 R a0
2.2 TEERFRM], AL 7R MR A3 0B AT DU RO R B WA NV @G G, (H %0 8 5 i e £
LG A NIERS S . X T 45 E W) AR 05t A iy, B oy L5 R KU E AR AE I 9 NVO FIT NV
ROGWE, AH R, R TR 26 4 i, 5 0 7 45 i 1B IR B8 I I, U BT U 0 O Ak B O e DL R] I S B NV
KRG EE SR NV RS S G W 5 T o HRAE T, NV A0 1 R B H iy 25 0 A AN AN 32 23 I 45
i, B O TR IR ATRE A C DL RUREEAS L ARG 5 SRy 300, T BRI 3 [R] phe s A4 400 d e B R 2
FIA HPHT FiAb B A H A2 75 5~ i8] 425 0 S0F i A P B9 E0RH S iR B DR 285 R0 =y a8t s 2R 358
MU S5 SR 25 L F7 AR L BB A5 AL A AMES I AR .l TR ZURE A B b NIV RH S &6 8558, X L M
53 ¥ HPHT TR B0 NV 0L i 245 FE A2 R, DU B 2B I R b A VR SE XS 2 0 B hE S A T8

Intensity

A0
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5GPa, 1100~1900 °C F{#i& 1 h, &R BF 200 °C, 42 FE S iE A AP1100~ AP1900.

B4 MR A ZORREEE HPHT WAL PR S | f 48 BEAT A9 FTIR Y6i% . Hod, 1130 11344 cm™' fff
I R WU SE R 5 C O EUREOG, 1280 em ! I A IR O] 5 A LG A AR DG . BEE HPHT Ak 31 B2 i
1100 °C T} Z 1900 °C, 1280 cm™" JF T (14 W i U 322 ¥ 1 58, 150 FA %58 785 1 HPHIT T4 Ach B L2 AT RE R 0 T
B C LA A D EFEA . XSS AR, HPHT T4 BRAA 5278 HL 5 BRUAT 2028 T A% 1 0RH G Bl Bk
Bo WEAR R, AREXNFENV A.OIERBEAMEL W, —I7iH, C LRSI NV 6.0 1) HiE
AR, WRFRE NV L0 19 5 2 i A #5300 Ao A O A, W READ 5 22 5= N E AT
NV A RCAER, I AR UL 4R 1. o5 —J5 1, HPHT b33 vl B4 o 3 0 &2 Ze sk pa EE HE .
BN 1 B HORAE SRS 52 G P sl b, AT AR S 28 (A A R R g AMEE IR . PR, HPHT Fi4b #E X fe
2NV B OG5R BE AR 52 W AN BB h 1280 om™ Wi 5 Bl 2 W, 28 4 BN, ] B AR ON AU AE L BG
i 5 ey Sl L A PR AL [ A FH A 45 2

1130 1332
1130 301344 Diamond co, 1301280 13
N1280 % 1450 1244
N L3
: AP1900 y
AP1700

g g
£ f AP1500 | & A,L/
2 i 2 i
° 5
< i i
AP1300 < ”M/
w M
1 000 1 400 1 800 2200 2 600 3000 1000 1250 1500
Wavenumber/cm™! Wavenumber/cm™!

4 HPHT BUARBEE ARG IERES A 19 FTIR Y6 (£ 1000~1500 em™ X [A] A4 R R 1)
Fig. 4 FTIR spectra of sample A after HPHT pretreatment before electron irradiation
(The right panel shows the enlarged region of 1000—1500 cm™.)

LEA, X ik LE AR IEATAE 5 #E47 1 Raman F1 PL A, T 02 R BN T G WA J2 04 ik sl e 2
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P55 R HPHT WIAbELS | B F4R BRATARS A (9 (2) Raman JGiE 2 1332.00 cm ™' AbJR R EILL K (b) PL Gi%
Fig. 5 Raman and PL spectra of sample A before electron irradiation after HPHT pretreatment:
(a) Raman spectra and a local magnification at 1332.00 cm™; (b) PL spectra

090110-7



5 40 & B SRR B S I R R A S HA BRI NY @0 LA S LS 59

FAk o 25 HE Y Raman WA 2P 7E 1331 em™' B3, AN W) 390 Ak 383 B8 22 [) ) e 37 22 S5 38 /0N, 3R B
HPHT A B A 5| 2 n] By Raman B8 43 ¥ 19 R GebE sk A b A8 fb . 7E80m i AL FEIRE T, FWHM
FTREAG, 2280 HPHT Ab 3 0] BEAR R 0 17 s N A8 AN . ] 5(b) 19 PL 25 5% /R, 4 IR 45 0 i R R
Sk 572.5 nm B3I A9 4 WA — B Raman US4, AULEE 21 B 19 575 nm NV F1 637 nm NV 7 728,
WK BB 5B 6 741 nm (9 GR1 (.05 5 . X 20 HPHT FiAb BEAS B I K 1 3677 A= K NV (.0 B4 TR
RIZE i . UL, 522 IR 23R K S NV EOGHT R, 1922 5 2 )3 T HPHT fikh 3ok 4 T 48
HECHT RUAH DG BRBE IR A | SRy IR 7 AR T 5, DA 52 1) L 5 R 25 A7 14 B2 4 I A8 R rL i A M2 BB
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Fig. 6 Optical images of samples subjected to HPHT pretreatment-irradiation-vacuum annealing process
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KB VR P AR TS 2 BT BB R NV AR B e O i . HAE TS Rk T AR L AR
C.DAMAR | BB 17K 5 J5 0B KA Z R AL R AR T
#*2 HPHT M E-ER-ATRABRNERRNAIRZUBRESEL

Table 2 Residual stress and apparent charge-state ratio of samples treated by
HPHT pretreatment, electron irradiation and vacuum annealing

Sample T/C  T/C  y/GPa R Sample T)C  T/C  y/GPa R

A800 800 0.451 3.35 AVA600 1900 600 0.355 3.39
APA1100 1100 800 0.964 0.47 AVA700 1900 700 0.383 1.15
APA1300 1300 800 0.606 0.51 AVAR00 1900 800 0.310 2.58
APAI500 1500 800 0.416 0.85 AVA900 1900 900 0.370 0.44
APA1700 1700 800 0.470 1.45 AVA1000 1900 1000 0.389 0.58
@ " —1332.00 133200 O 57555750 637.0 7410

' N \
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Fig. 7 Raman and PL spectra of samples treated by HPHT pretreatment, electron irradiation and vacuum annealing:
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(a) Raman spectra and a local magnification at 1332.00 cm™'; (b) PL spectra
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Nitrogen Aggregation Induced by High-Pressure High-Temperature Pretreatment
and Its Effect on the Apparent Charge-State Ratio of NV Centers in Diamond

LI Weijian, CHEN Ning, WANG Hongwei, WANG Hao, ZHAO Shixiu, PAN Yilong

(Institute of High Pressure Physics, School of Physical Science and Technology, Ningbo University,
Ningbo 315211, Zhejiang, China)

Abstract: Formation of nitrogen-vacancy (NV) centers and their apparent charge-state response in high-
pressure high-temperature (HPHT) type- | b diamond were investigated. Effects of the initial substitutional
nitrogen content (C-center nitrogen), electron irradiation, vacuum annealing, and HPHT pretreatment on the
photoluminescence (PL) behavior of NV centers were compared. Two groups of HPHT diamond single
crystals with different C-center nitrogen contents were subjected to electron irradiation, vacuum annealing
(600—1000 °C), and HPHT pretreatment (5 GPa, 1100—1900 °C). Fourier-transform infrared spectroscopy
(FTIR), Raman spectroscopy, and photoluminescence spectroscopy were employed to analyze nitrogen
aggregation, lattice state, and NV-related photoluminescence responses. The results show that high-nitrogen
samples exhibit more pronounced NV-related emission, whereas irradiation-induced vacancies in the low-
nitrogen samples tend to remain as GR1 centers. As the vacuum annealing temperature increases, the overall
emission intensities of NV® and NV~ increase, while the apparent photoluminescence response of NV~
relative to NV° generally decreases. HPHT pretreatment does not directly generate a large number of NV
centers but promotes nitrogen aggregation and modifies the apparent NV /NV’ charge-state ratio during
subsequent irradiation and annealing. These results indicate that HPHT pretreatment can serve as a preceding
processing parameter for regulating the initial defect state before irradiation and the subsequent apparent
charge-state ratio of NV centers.

Keywords: diamond; nitrogen-vacancy (NV) center; electron irradiation; vacuum annealing; high-pressure
high-temperature
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