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Abstract

The NV center in diamond has emerged as a leading solid-state quantum system for magnetic
sensing and imaging applications, including nuclear magnetic resonance (NMR) measurement via
NV center (NV-NMR). Previous studies have measured nuclear spin measurements of 'H, 13C
and F using NV centers with pulse sequences for laser and microwave excitation. However, 13C
nuclear spin in the diamond shorten the spin-spin relaxation time (73), and the NMR signal from
13C (natural abundance: 1%) in diamond overlaps by the electron-spin-echo envelope modulation
with the NMR signal from the target sample in NV-NMR measurements. Then, '2C-enriched
diamond thin layers were exploited to eliminate the *C NMR signal in NV diamonds and extend
the NVs’ T5 times.

NV centers created in a thin layer of diamond can be fabricated mainly by two methods:
Chemical vapor deposition (CVD) growth with nitrogen incorporated into the gas phase and
post-growth nitrogen ion implantation. Due to the reduced lattice damage, the spin properties
of shallow ensemble NV centers in a '2C-enriched diamond layer grown by the CVD method
typically exhibit NV centers with longer spin coherence times, leading to enhanced magnetic
sensitivity compared to implanted NV centers. However, this CVD method is limited by a lower
NV center density. For applications such as NMR imaging, which require a near-surface layer
of NV centers (< 20 nm), nitrogen ion implantation thus remains the preferred method despite
inferior per-NV sensitivities.

We present a study of the spin properties of '2C-enriched surface layers of shallow NV centers
in diamond created by nitrogen (°N*) ion implantation. The implantation energies were used
2keV, 3keV and 5keV with doses 1 x 10! ions/cm?, 10'?ions/cm?, 3 x 10'%ions/cm? and 1 x
10* ions/cm?. Our findings show that the Rabi contrast is primarily influenced by implantation
energy, where higher energy leads to higher contrast (except for 5keV at the lowest dose). This
behavior is attributed to a lower NV~ to NV conversion ratio at lower energies due to proximity
to the diamond surface. The spin relaxation (73) time depended mainly on the implantation
dose, where higher doses lead to shorter values. At lower energies with 2keV, the shortest 17 was
observed as the NV centers are locating to the diamond near surface, while at 3keV and 5keV,
T) were observed as similar values affected mainly by P1 (electron spin in nitrogen impurity)
center concentrations. Th time increased with larger implantation energies and smaller doses, as
T, is determined by magnetic noise generated by P1 center and nuclear (**N) spins within the
diamond lattice or fluctuating magnetic noise from electron and nuclear spins at the diamond
surface.

From the estimated AC magnetic field sensitivity, we confirmed that even with the near surface
NVs creating, conditions 3keV with high implantation doses 1-3 x 10'?ions/cm?, an optimal
condition for high-quality NV spin properties showing lowest value of 44nT/ VHz and T, time
of 9.6 ps suitable for future NV-NMR applications can be achieved.

keyword: diamond, NV center, T, T5
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15 B

RETIEIARMEDOE F L R DHERIZOW TR 3,

1.1 B2

1.1.1 S$FICHIT3RSAE

IS HES (NMR: Nuclear magnetic resonance) & 1&. BB E D72 H %
DITEREI (EISEA) (S K D HIRT 2HRTH % [1]o NMRIZOLVREFMMZ LD,
Z DIEH DG 2L FET T TR AAEYRELZIZINT Two e, AEF TV AMIaRD
AHATEETR, &R OIRES 28T % in vivo NMR 28K % o 72, 1973 4, 2
RICDWES AEL 2 SAE DBSH DB TH 272 613, 2 Xt EFmAIEohd &
W FERIZHESWT, P. C. Lauterbur 23 2 X7t NMR Hi{§# %2182 Z £ IZHII L7z
2]c TOEBREFIZ. 3TN LIRE N, BETIEL Fo2B28ENR e L
7= MRI(Magnetic resonance image) N & FRE L7z, I OHEAIE. NMR 25 AFHO
FRICEREE L 7-EERIFETH %, K.Wiithrich IX, Fourier-transform NMR %
noise decoupling OFffiBAFE % L 7= Richard R.Ernst ¥ #:FE LT, 2 Xt NMR %
Wz & 2 o7 B OIEIREETVE ORI D #A. 1985 4RI 57 7K BUSI(V
SRR R E R ER T ) ORGEREICRII L7 3]s 2HUuE. NMR 23
X HiHS G AT & R O R ERNETUE 2 A ABR B E WIS TS N CTRIBET
HBZEERTHDT, ERRNMR ORBEICEN -7z, THIZ, NMRIZE DX
A FI7RZHETHEMBIEONS e Z2EN LT, BELENERZHAED
BRAFIMTOND L5107, Ty 20 DK D DI, 20T NMR ZHH
A DR TITIEDPHL SN TR Y R BOWFRICIE H R Uz (1],



1.1.2 HA4VEY FROER-ZFAFOICE S NMR &8

INETIS, NMREZHWENL A2 v 2T 2ESHELTE, L
L. MAE YDA NF —ZRAL XN F —ITHRTEPIT/NE WD, &
BEWADRBIGH THORAE N EZO TP LS LR 4], X512, dilE
WFE mg DL ERSREE 725,

O XS HRBEOMERZWRS 271k LT, i, X4 YEY FHONV
HLZRIH LIt Ay o Y IADISHABEIRFEI A TWS, ZOMHIE, NVH
DAERE X ORKH T ERMNICRES IS Z B RTRETH b, Ho. FIBREOZ
bz BUED /NI T ZE 572D TH 5 [5, MAT. 4 F Y XD Element
Six fHi% 7 7 X=X R (CVD: Chemical vapor deposition) IZ & D R
FH D720 type [Ta XA ¥EY RERELETZ 2 K512 D 6], 2OXAYEVF
"z U7 NV DO H P O S lE S5 K5Ik o T,

FIHIO NV HUMZ & 2 NMR(NV-NMR) #HlICld. A7 MLIfiEREDS 1 kHz 12
FErRofniTWniz, LaL, HETIE, VRS —F7 Y 20Hiom Eick b, t
HITNERDT=Ty TV T Iy TV D) 28T 2D T972 1Hz D
DFRRERFFOARY MG, 4 7B X — LR T —)LD NV-NMR THEF X
Nn717,8, 9

NV-NMR DIEATHFETIX, L7 B4 Y'Y RREAD HES 13pm OEIZ NV H
DRI EZ4YEY K RIZ, 7 by (H)[10| 2&80Y > 7L e TEMPOL(4-
Hydroxy-2,2,6,6-tetramethyl piperidine 1-Oxyl Free Radical)[11] Z##E L7z, Z
UL, ZERERNSEE L. Y TANOE IO ET A Y HIZA Y ¥ AN D 7 Hi%
BT & o T NMRE5HEZ KIEICHEES € 2R (A —N— TR %
FHLTWS [10], ZO/EEZFMHAL THEREINL T8 b fE5%Z2 NVAILIZED
Bt hiz, 2007 b UBRHEEZ 10 pmol/vHz TRHlIE M7z (K 1.1(a),
(b)[12]e F7zv NMRESZNA A= FH X 712X D RE SN 2FE. RF(Radio
frequency) f§%523 10 — 3021 - /pm® OREETEHIIE A7z (K 1.1(c))[13]



MW-

Sample spin (proton)
. antenna

TEMPOL electronic spin
NV e

NMR Signal

NV-layer (| - -
~10um|f< - 7 =
Diamond |}
Optical \
Cc Readout

(b) (a) (ylene in DMSO-d6, 0. (b) Dimethylformamide in D,0, 0.8 M
0s 50s
o CcHy
L L5 e
W )
&
) "
H
£
S 100 0 ° 0 -100 -50 ° 50
3
L:‘ © imethyl phosphate in D,0,0.8M  (d)  Thymine in DMSO-d6, 0.8 M ”
I3 o 50s o 500s
3 [ncodoom oy o K me
ocH l)\“ A Frequency
BT
W So
b
-100 -50 o 50 -150 -100 -50 o 50
CASR frequency (Hz) CASR frequency (Hz)

B 1.1: (a) N7 XA YEY REHAW NV HUNIC X % NV-NMR FHllOBE X
[12]o (b) f#i#l: CASR(Coherently averaged synchronized readout) JEIJEEK, #Edh:
CASREEHE [12], (c) 7 ¥ 7N NV HUMZ K 2 S (Widefiled) 5D BRI
W& [13]o

1.2 ZAEHEXDOBE B

ARFLDOFRHZZ BRI, NV-NMREHAIE 4 X — > ZD3AREZZE R NV Hl
78— 7 EE (nano MRI (Magnetic resonance imaging)) TH %, Z DBFEZ
BHTW5% nano MRI 7 — 72 HWT, FIZE. 7 I /8D NMR > 7 F it/
X =MV RT =)L THRAIL., RS R Y Y F L ORSAHEHEE-H ZH 52127
%, Z®nano MRI DEBUCHIT T, KGR OH 3E T, &IRE 2CERMAE
DNV Y XA Y E Y FORELFHTIEK L 72 NV FULOERT, NV-NMR iz
B NV D DS DIRE L7z, B AFE T, EENV LT v — 7B
DFAFEIZIANF T, FIB(Focused ion beam) IILZHWTX A YEY FFv FHICHK
AYEYFEYS—To—7%ERL, FHiEiL 7=,

AF L DRERL 2 LIRS,

B2FETIE, XAVEY FHONVHIDLOREZR L. A CHW 20
105 (ODMR: Optically detected magnetic resonance) IEDRE ¢ T CIRE A ¥
VRERIRERE (T1). 2k —L ¥ AR (Ty) DoSVA S — 7 ¥ ZTRITOWTHIAT %,

BI3ETIE, 3, EFD NV-NMRZEOEEMZHENT 5, DFIZ, typella



XA Y'Y FEREIZ, CVDEZ AW TR 50 nm SHRE 2C 24 Y EY MR
BEUTee X512, ZORMPHTEREA F VU IEATRIC K D B Z54GDNIHEL Y F—
XBEEBL. ZOXAYEY FHRINVALEERLEZ, ZOREZ22KEHE
CHESBEMBE O R 2 FIETHHIL ., Z20BROFHMEIcZay b7 X b T,
T, THHE L. NV-NMR IZHREZ NV HIDERSRHE 2 85 LTz,

BAETE, EEXA VYEY FNVHLT v — 7B & 2 /AT NV-NMR &t
NI T, BRAA Y — 2R VWERAYEY FFy T RIZ3RDE 4 Y
EVFET—2EHLE, . B TILERAYEY R T — 21X
B30 TH5,

HHETIE, AMAZBIET 2L L DICSEROBAICOVWTHNS,



FTo2ET AAMVEYRIBONVHL]D

KETIE, XA YEY FHD NV HLZHWGHIEBICOWTEHAS 5, 2.1
#iT NV AL B X CRHER AR HEIRE ORI DO W TN 5, F7z, 2.2 i
T, NV HILEH W T EIREIRMER BRI (T)). 2 b —L > R (Th)
DIVVRA Y = ¥ RTRIZOWTIERN B,

2.1 HRBEK[HE (ODMR) A

(@) f ? (b)

PL (a.u.)

500 600 700 800
Wavelength (nm)

2.1: (a) XA YEY FHO NV AL O EHEG: ZEREF (N: K@), 22
fL (V: H). REBREF (C: JKt) THEKENS, (b) 7/ XATXYEY FRHD
PL(Photoluminescence) 22 bl HED (%) &, NV Loz + /v 7
A ¥ (ZPL: Zero-phonon line) (& 575 nm) & 77D (%) 1&. NV-HULD ZPL(K
K 637nm) 2& T [14],

B 2.1(a) 12X 4 YEY FHD NV HLOMEEMEE L TRT, XA YEY FHOK
FIRFPERE T (Nitrogen) ICEIZ N, EIUTHEVEEEE L 722211 (Vacancy) 23
TZ 5%, ZOWEZR-ZZL (NV: Nitrogen Vacancy) H/OTH 5, EFR & 2L
ATTTTENE NV HLONEITH D, X4 VE Y FORMEITH <111> OFAfliZ 4
DOAND 1 DIZMVTWV S, K 2.1(a) FOFREERET [111] 1E NV i & FRHENR TV 5
[15]c NV HUNI=AEACLE Csy OHEINFRITH %, NV HLOHHEERIREENVO 13,

5



A IRES=1/2 THHREDL —FThHZX N, HEa> 7 A 2R
BENANY 2757 RIZH S [16], NVHUDLOEERIRE NV 1, BEOLEN
WKAENTH S, /2. NV & NVHLOEBEHFRIKETH 2 NV~ 1E, 532nm D
L—HiEE R T, ZA2N575nm & 637Tnm Q¥ 1 7+ /) VERERT (K2.1(b)).
NV OBEFHEIX, 2L D ICERFEFHRD 2 (8 & REFFRFHHKD 3E, &
SMADBTFDVEIET 5, NV- OBTFHEIZ. SHI120FFHMDD, BHOE
FEZHITWVWS, 2O, R TIZEII NV FLOEEBEFRIKE NV IZDOWT
S5 (17 NVHIMIAE VIKEES=1 THLZH—AL > LTIRAHWV., Eii
HCHE—O NV HDD & RN KEERS (ODMR: Optically detected magnetic
resonance) 2 HAJRETH 5 [18],

(a) Conduction band (C)
k ‘F FSt Do 14.4G
A \ B g, "
\ ' 12.6G
_ ) ~F 10.8G
mg = +1 : A \/ 2918, \/ 9.0G
Excited state A\ §> W 7.2G
g N\ 5.4G
mg=0 N, IsC T F 36G
W 1.8G
- 0G
— . L v.
28 285 2.9 295
1042 nm Microwave frequency (GHz)
ZPL 637 nm 532 nm
/" Singlet (b)
mg = +1 ?
_ 2y0Bo
ms = *1 p mg =—1 +
Ground state D =2.87 GHz
mg = 0 i ¥ ms = 0

Valence band

2.2: (a) NV DO T )L F —UEA] & BRHER: XIFh D RKENEfkE (= 532 nm)
DMLY, Rt (ZPL: IR 637 nm) 2380, BROBHRDHOE R L T3, (b) NV
HDDREIREEA L Y ZEHIHD T X LF —HENXTH %, (c) B— NVHLHLSD
72 2 55T D ODMR AR b L [19],

2.2(a) IZ NV LD D T3 )L F —HEAL L BRI 2R T, L —% (K&K 532nm)
ZHAGTT 2 2 L & D BEREED S EIRERICER SN 5, iR ORFERIX
205, 1 DHIE, FIZPHEE 630nm-800nm DHIEEF L 72 h S FLEIREEICERE %
WETH 5 5, 14], 22HIZ. AV U/KFTREZ 2IFEHNOMEER TH S, 0



BRI =T 5 —HEIEANEM L. £0%, —HIH) b EJK=EIENHENT
%, —HEIHr —EHEHEHEOBERIZ, A VPIEMEEERIC K - TR Z 2 IFESHER
THhH., HEZZE (ISC: Intersystem crossing) & FHIN 5,

2.2(b) IZ NV UL OER =HIHKREZ RS, ms = 0 IRAE L m, = £1 IKFEIZ,
SAFMHEAENC £ o T 287 GHz I T 2 TA VX —EIHHT 5, THUE. NV
OGS Z WA % &, Zeeman IR X D m, = £1 IREEDHEEDIR T 5 72
TH 5 (K2.2(c))s

NVHDDRAE NIV =7 2E, ERES, A Y Y & Oyl &5
BEND, ZDD, NVHDRZRZNDN IV =7 U0 T Y8R Z 5
AlRERE v — U THEETS %,

~

H=DS2+~,B,S, —yyBol, + A.S. I, + A, (S, I, +S,1,) (21

z7z

2T, NVADLODEFAL Y OREKEERL v, = —28 MHz/mT, AERES X 2
MV By, RRAE DY ¥ 4 vt vy = 3.08kHz/mT, A, = —2.14MHz &
A,, = —2.70 MHz iZ (100) DEMMEED 5 X=X —TH 2, [,,1,,1,131=1
DEACVHEEFTH S 20, A, & A, DERFERT =V IFMMHEFEHTH 2,
NV HLZTER T 2 Bicid, BEROLZERNAKTD 2 N (RN AFLEL 99.64 %,
I =1) & UN(FRNABFIELL036%, I = 1/2) DB LnEHWS [21], £/, Z
D 2 DDRMAEDE N IE, ODMR 22 hLTEHHIATRETH % (K12.3(b))o

b

w r»«'\!kyw

0

_ap
(@) m.=+1 ,"_ X / (b)
! ) 28MHZ 41 <3.05MHz

15N I
1 RN ; S -fILMAJLh
\ 4.6 MHz 2 TIFTHy

S Fl 2 5 {

% v
~~ 0 ] |

s

m=0 31 MHz > 1)
—_— 5.1 MHz +1/2 1 e i S
< ™0 77
k - il T T T T
.\'_\4- + I‘N ml ISN m l 2750 2760 2770 2780 2790 2800

microwave frequency, MHz

2.3: (a) REKED UNV & BNV b Z 2 O@MAMHEEEH O = v
¥—¥#EN, (b) HB— BNV HILE YNV 225 d ODMR AR tL (G By =
20 m T)[22],



2.2 EFt>irs/7Oral

2.2.1 SEIREY

(a) (b) 1.000

MW . = 0995
> time

>

t

time 0.980

Initialization Readout 0 50 _ 100 150 200
time (ns)

o
©
©
o

PL contrast (a

o
©
@
]

[ 2.4: (a) 7 CIRBIFER AL ZY —F > 2, MW: ¥4 71, (b) 7% 7
VNV AHLD Z EAREI DB,

HIBREEB D~ 4 7 ali% NV HICHINT % &, FIHPIRETH % m, = 0 1KHE
DPORELBDE D m, = -1 IREBIZER T 5, NVHDLOEFALVIE7E v AR
7 MV 2l 53X 78y REROERET x §liE D THEEZ L. m, = —1 K&
245, 7 EIRENIER D B VRGO 1 D TH D, <4 7 vz
XLHIEERBAEIE e F a L OREIFERAIN 2,

B 2.4(a) 127 CIRENID S —F Y AZ2RT, £3. MEDL—FZ2RHTLILT
m, = 0 JRBEANLFIHAL L. ~A4 Z a2 —ERBEENT 2 2212k b NV
FLDEFAE V2 RIET 2, 20K BEL—VP O OLZZ2REHT5Z TNV H
D & OFNIRE Z At T,

2.2.2 MRE> (1)) MR

NVHLTOTFakt—L YR, EAYEY RREIFET XV 7)Y IRy
RO EF RT3 eI XD RE LS 41 ZCRERT 2 E2 60T
W3 [24], Ko T, MERAYE Y (Th) AR EIEEEBE T H % MHz 22 5 GHz 1l
DIEFZMRAIRETD 5 [5],

B 2.5(a) 12 Ty PIEIWCHWI VR Y — 7 Y A% RS, HflD L —F — LRI
£ D m, = 0RO T 2, OV (1) 2, SOCREE ZHiAH 372 DI12K
L= — UL RIS % [25], T) 3BEOEI IR 2 2 DOIEHEKZE 2
L&D+ 7 bi-exponential decay TEFKR T X % [26],

8



(a) (b) . 1.00+ '

MW

> time
~ .95+

Norm. Fluor. (a.u.)

T TN
time 0 5 10

Initialization Readout l'ime (ms)

B 2.5: (a) VAT =7 VR, (b) 7V ¥ TNV HLO T, K OHIEHR] [23],

2.2.3 RAE>IO—#EIC&3aE—L > REME (1) 5HA

(a) (b)
=}
Mw ! - N = I time <
@ “ @ g
2/% 274 Z
8
-
a
i
Inltlallzatlon Readout 27 (us)
Initialization f‘rst sweep (1) )x sweep (1) fna|

X 2.6: (a) EAB: SR =57 R, PR 7a v RERETOAVY Yz a—fkT,
TRWEENEI NV HLDOETFAY Y TH S, AC: Rifil#idh. (b) A>T a—JlIED
Bl ae—L Y AR T 13 3.1ps TH %,

2T a—iEEINMR TEEL 2LHWLNTWE Y —Fr Y A THH, A
DAL —L Y RAZFMTELEWVWIHIMEDLD 2, TOFEKIF. 1950 FI2T7—7 41
Ve AR e N=UBFE L. BREEOHANCHATHN—YZa— $INT
W3 27, AEYTa—ik%E NVHLO VRS —47 ¥ A0 TIUX, kHz 205
MHz 8D TS BT %= % 28], L2> L. spin bath 2> 5 DR/ 4 X R
EUVREBOMNEOThSTa — L Y REREIE, ab—L v AR T, 2 5EHE
SEBHEAZD R D,

X 2.6(a) ICHEAMBR ALY Za—D)VLAY =7 YR ZHRIIHRIG L7 Y
FERERT, £3. L—FIZLD m, = 0 IRE w7 v KR EORY
ML~ A 7B OVR 7/2[(7/2)x]) I & D yBNCBEEIT 5, Z 2 THS By
ZEAIL., xy FHETTB Y ZRT MADEEE LD 2 (VAR 7). 22



W2, A ZBBOVVA (7)) x]) ZEINT A5 2 TRMD 282 29—V X h
5, ZDHK%, BAO VLA T & F U EEEFFE TR CAEEES A, Tay
AR PH y BTTENCEER S 5, 20, MENCERESNMHEMTBHS L
5, BRIRD /2[(1)2)x] 7OV ARIZ, TRy ERRY MLE m, = 0IREEIZT % 72D
JIRE 2 BT X 5,

10



E’

ELCcHA4414VvEY RKRE
NV LD X E A5 % S

Si

mzm

ARFETIE, IZUDIT. A B & HESBEMEOFHICOWTIEARS, X
2. A YEY FRBEOERAEICOWTHIAT 2, HIEEBICOWTIZRR 2R
BRE 2OHWTWS, AifE, 20236 A5 12 HEFTORIC R ALY - 220
> TREREZ Bucher WFZE ICRADIHEALE U 72BRICH W= 2 TR R b . B,
Bucher 5 ZE L R UY > I 2 ZAREORESBEMTE CH 2, Z2DHE. 220D
FBRRDEWIOWTE LD D, 5T, G v ar b 7 X MEHREATA.
T, & Ty B 5 e ZFRERDFEED SV RAS — 4 v A2 MR LD SHHT 5,
RIRIT, MREEZE, FOTH 5,

3.1 HH

NV-NMR Ti&. NVHDLDOEDICHFET 2B FAE VRKALY Y Z2REER <
HlcE %2, 20, DFRETFHICHEET 2R Y, FIZIX, KERKRAE Y
(‘H, I = 1/2, SRS 42.576 MHz/T). K2 (BC, I = 1/2, SR AI#LLE
10.7058 MHz/T). 7 v % (¥F, I = 1/2, #lg&EH5LE 40.062 MHz/T) Z &3 %
e MTES 21, 29),

XA Y'Y FHO NV HLEREZ. EC2200HEPHILNATWS, 1DHIE.
CVDEWZ L ZXAYEY NEETH 5, CVDEEIE, KFRMTTX X > (CHy)
A AN Y IR E D TR RIS Z L. BIR Bk A vE >y FERET
BHETH 3 [30], SFHISIE, FIEFEE LT~A 7 rKickD 77 X2 HEX
BFiE~vA v 7SI X~ CVDIETH 99.998% DEEED 2CEMX A VYEY R
BRI U7z [31], CHy B R L EREF A EFRIRFICEAZIETT I X~ CVD k%
o2, BEIN2Z A4 YEY RBIZIZ T TIRERDEALEL TV E72H, NVHIL
DERENZ L WS HED DS 32, 20HIF, BEA A VIEAKETH B, EEA

11



'H PDMS
() b) /x electron spin _g”
= T3 ~ 0.1 ps
3 HPHT 2 k
83 2N W P
? NV Tde 1.5 uT.Hz
~ 5@ % A
3 5,-_2 [N] ~ 100 ppm AN ﬁ’ //J
< Sis 3y . -
g 112 13 14 15 16 (0] =11% ¥ \X ¢ Tasecho ~ 1 pis
g oo e ~ _—1/2
é T Frequency (MHz) V' \ Tac ~ 500 nT.Hz
b —e— Data f’ O 53¢ muctear spin °>
Exponential fit -
L L L L f s n L CVD /J N T3 ~ 3 ps
300 320 340 360 380 400 420 440 460 480 NV ol \ Nde ~ 300 nT.Hz /2
Sweep time £ (ns) [N] < 1 ppb \ ‘
13, _ [y
19 Fombliri oil [Cl =11% Y \Q\"’/){ 4 T ccho ~ 300 pis
\'\ Nae =~ 30 nT.Hz /2
Soy AN
E
8 19F signal ¢ o T3 ~ 100 ps
o 12 7 . —-1/2
© C purified CVD . Nae ~ 50 nT.Hz
£ I~ s NV
O | it [N] <1 ppb ,’ /a/
[**C] < 0.01% ¥ Ts,0cho ~ 2 ms
[ . . . \ Nae ~ 10 nT.Hz~'/?
300 320 340 360 380 400 420 440 460 480 AN

Sweep time 7 (ns)

B 3.1: (a) xy (iMHD 7 VR 22N 4B FTORD KT XYS VRS —F7 v
2L B PDMS(RY I XFruaFd ) HOH(ERK) 7+ > 7Y AL A
5D YF(RX) 227 by (AEBESHTRE By = 31.1mT)[29], (b) &4 Y€ F{E
85340 NV D (F ) ORFIFICHFEET 2 2R A 4~ (fth) & BC(Kt) IREE
WEd7ae—L 2y RD2% [19], HPHT: High pressure high temperature

F U EZAYEY FREMHEEBLETITEIAA, X4 VEY FRENCER & 24L
Z1E2, D%, EZEPOERMBIC X D2 LIMEH L. EREMET LI TNV
HUDDVER SN S [17] NVHILODES & F—X& 2l 3 2 72D bt 1 #
(Si0g) Z HWT, &4 ¥EY FRENEIEETE (10keV) T BIAA, RETHE
(10nm) IZ NV HULZAER T 2500 b R TV 3 [33, 34], X 512, Rabeau 5
. KEEOZEZAHY) (0.1 ppm LUR) & type [la X4 ¥YEY FIZKN—X&
2 x 10°cm™2 L JIHEE 14keV TERA 4 VFEAZRITV, H— NV HLEERL
7z [22],

HIBR FICTAES 2899 % DIRFBEDORTFRIZ 12 TH 20, KRFENAETD 557
TRISOKREBDN 1% OEEGTHEET 5, TDBCHEXAYEY FRICIEET %
. ab—L Y RKRHEMPEL 22 Z e PHISRTWS [19, 35](K 3.1(b)). ARHSE
T, type Ila &4 ¥ E ¥ NER LITERE 2C EEEZ CVD I X D 50nm
RIE L 720 ZOEHCELR 2 IEBEL F—XED b & TEH (PN) 4 4 ITiE
ALz, ZOXAYEY RARD T LIy b7 2 MRMER Y UREMFR (T). =
b — U v R (Ty) CTREfi L 7ze 2o DFEEZITS 2 & T, NV-NMR Hlic i

12



W ERA A YTEANEEEE F—XB2MHE L7,

3.2 [RiE

3.2.1 HESIEWMER

WS MERDTFET %, B0 H 28RN — PR R L2546, ik
R HDHINTNT TR, V—YDRELLHEH» o 0Ht b M I NS, Th
T, EEOEIDPOLDHHIEZLE Y RA ¥ MCEIE T2 Z L IIRARETH 5, Z
o ORI E RIS 2 -0 B S PEMEE A T %,

X 3.2 ICHE B O N ERE R T, £3. L=V () poHhInsEe—
DE. KT 7 A N=%l L CHEMAENFICEL N, ROERE LTHYWSR S, Z
DT AV X —=Z =L Y X THTRIEREIN, X404 v 7 I7—-I12LKDK
FEhzd, £l YL RCEDERLIZL —IREINVHLEZHRET 2, 20
NV HD & FH N (FROVER) 1IZTEDNIRICTE D, ML > X %58 L TR A #
INEA4 a4y 7 I ZHET S, FOLORRHEBIZZ A 704y r 35—
ML, v F T4 NR=IZE) BN ORI EZ RS E 5, /v F T4
NR—FHEARIZ, 7707y T4 7L Y XITHMGKIN, ErR—IL%E#H
BRICAPD THitH SN 5, DF D, ¥ FARIEERDE - TV BHEE. HOLI
Y YR — Lzl UTBHERICE S 25, BRDE o T0RWEE, SOBIEMIT R
TR LA W2 KER D Y > R — Ll S 4L, B EHICERE L7 [36].

13



meaes == Pinhole

Achromatic lens
>

1 Notch filter

1
Laser gEEE —————X— Dichroic mirror

Collimator lens

X

3.2: HAERBAMBE DR
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3.3 RERALE

3.3.1 A1V EYFRHEH
(a) ‘A (b)
* Energies

S " asze
»

a
o
(S
=
3
>

W + Doses
500£j. : 5950 Hm 3 ; z mgg;% |
i e 3=3x10/cm” 500 4m

4 =1x103/cm

R
o
1 ©
[ =
'3
1
1
1
1
1
1
1
1
1
1
1
1
1
1
N

B 3.3: (a) X4 VEY FERFHUTIEA SN ZNEZNDOERA A VIHEEFEL F—
A& (FHEK), &5t 12 EFTEAZI Nz, (b) 1#EFTH 72 D 1% 350 pm x 350 pm TH
D, E—AZARy MRIZER200pm 2 1 EFH7= DI 4BEIEA L,

3.3(a) KX A Y EY FElROFHMNZ =T, XA VEY FERIZEME type
[Ma XA ¥ €Y FEMR (1% 4 x 4 x 0.5 mm?, Diatope Co., Ltd.) ZHW\ iz, #ifh
Ml (100) TH 2. Z DEM FITEIRE 12C(99.99 %) D 50 nm & 4 ¥ > R
% CVDIEIC K DE L 72 [37). 2Dk, Faidgef (£3.1) TEER (PN) 4 4~
FEAZIToTze 7T Y N TORULH (800°C) 12 X D EBHRA 4 VIEADBICAERK
SNTBEAD XA Y EY R ZIEAT 2 22T, BRLZHLHEEL NV H
DR E NS [17], 2D, XA YEY NREIFET S5 774 F2RET
27012, BURFEIC X 2EEUES 21T - 72 [29], 1REFEIE HoSO4:HNO3:HCIO,:=1:1:1
DHETRA L. ZOMIBERZ 1 FEMEAL 72,

15



R — X & [ions/cm?] JIEBE [keV] M#&5

1 x 1013 5 A7, A9, A.10, A.11, A.12 A.13, A.14, A.19, A.25
1 x 1013 3 A7, A9, A.10, A.11, A.12, A.13, A.14, A.19, A.25
1 x 1013 2 A7, A9, A.10, A.11, A.12, A.13, A.14, A.20, A.26
3 x 1012 5 A7, A9, A.10, A.11, A.12, A.13, A.14, A.17, A.23
3 x 1012 3 A7, A9, A.10, A.11, A.12, A.13, A.14, A.17, A.23
3 x 1012 2 A7, A9, A.10, A.11, A.12 A.13, A.14, A.18, A.24
1 x 1012 5 A7, A9, A.10, A11, A.12, A.13, A.14, A.15, A.21
1 x 1012 3 A7, A9, A10, A.11, A.12 A.13, A.14, A.15, A.21,
1 x 1012 2 A7, A9, A.10, A.11, A.12 A.13, A.14, A.16, A.22
1 x 10 5 A7, A9, A.10, A.11, A.12

1 x 101 3 A7, A9, A.10, A.11, A.12

1 x 10 2 A7, A9, A.10, A.11, A.12

K 3.1 BERA A VTEAF—XBEENEEES L O T — X @&

16



3.3.2 2RHFEEFER /NI RFEZR (Bucher fAZEE)

(@)

Mirror

% B loop
HWP fi B
a >
Diamond
SIL MW loop
4”? D W
ACL [ )

) From laser
LPF (532 nm)

Nl /

3.4: FEBREEEICH WO ER L ORIER: (a) £, & £, I3FERERAE 400 mm
Tl ¥ R AR 50 mm Eh L Y X TH S, (b) BIEK: kAR % [FlHn
$ % 2 2 TNVENSH U THTIANRESE Z T & %, SIL: YV v FA<v—T 3
YL ¥ X, ACL: JEBKMHi 2 > 7 >4 — L ¥ X (Aspheric condenser lens), LPF: &7~
TIRA T 74 )V&Z— APD: Avalanche photodiode.

FREL TN R E K 341TRT (12 T/, JEFEBMICOWTIEAFR R A3
RE L7 29, L—¥OR (K 5320m, L —¥5EE 150 mW) 205 \/2 FERER
(HWP: Half wave plate) & @A — 2R 7Y v Z— (PBS: Polarizing beam splitter)
ZEEL. L—YERBESAICRAT S, 2Ty L—FEZEHHRD 5 UL AR
ZALE ¥ 2 7o DITEBNFEL A (AOM: Acoustic-optic modulator) 23 A L 7z,
ZDAOMIZL —HF —HZ AR EE 2720121, U —LBEHINT 2BENH 5,
ZDDIT, 2MDFML ¥ X% AOM ORiRICHE LEK Lz, /2. AOM H»
LDOXNE TRy 7T 570 Iris & AOM DRICHE L7z, L—PFHiF. F
FoXAXYEY RBRREIA2->TY Uy FAY—=Ya YL Y X38]I&D
BlEhs, TAEILV—F ARy MEDILAS D, ERETOFZHEB SR 57
DTH5, NVHIDLDHDOHIEZ, KA T o —1L X0 727 4
W& — (EE650nm) Z@ LT, 7NX7 > =7+ &AL —F (APD: Avalanche
photodiode) IZ X o Tl &N E, TZ T, RY IR T 74 L Z—=FZL—Hh

17



5D NV 225 DHHZ S T2DICH W, v A4 7 uniidn—77 > 7
EFRALTWS (X3.4(b))o

Power supply

28V DC
| Computer
MW
amplifier Switch e
s T .1/
Splitter/ 1
Combiner RF signal Pulse Blaster:

90° splitter [«

2 generator Generating pulse
l 9 sequences
PB5
Switch

|PBO
RF driver DAQ
1250AFP-D-6.6 NI USB-6281
+ PBO0: Readout l
: Start Trigger
« PB2: Laser AOM APD || Power supply
* PB3 (x-phase) and PB5 (y-phase): MW (pulse duration) 28V DC

3.5: 2OV AR OE SR (1% 38 A.4) & PB(Pulse Blaster) Ot & 1%
EZRT,

POVRA Y =7 ¥ A1F PulseBlaster(PB) 12 X D A 15, PB Tl Transistor
Transistor Logic (TTL) FE5 24K T %, Z DEFIEERF D DAQ(Data acqui-
sition) DX A IV ZHlHE, V—FHFEB IO~ A 7 aiZoF A+ 7 ZHl# LT
Wb, BEFIZ. ¥4 7 BEOFER L AOM ANOD RF G ICHE X L7z TTL il
fll RF 24 v FOEAIC L DEREN D, DAQ X APD FBIEDFAH LICHEMH &
Nz, A LOBICIE, PBIZLoTEREINAETILESZ YA -2 LT,
DAQIZESHN S, ZdD DAQ 5 Computer IZIFMEEET 5, v A 7 B iKIIH
MEARIC & D T —DSFEEA[RET D 5 [29]0

#3213, BRHADEER (Bucher WH5E%E) TO 7 BIRE), Ty, Ty #HH OHIE [H14L
2R,

18



F—X& [ions/cm?| MIEBEE keV] 7 EHRE) [[E] Ty[E]  Ty[E]

T
1 x 103 5
1 x 1013 3
1 x 1013 2
3 x 1012 5
3
2
5
3
2

w

3 x 102
3 x 1012
1 x 102
1 x 10'2
1 x 10'2

S W ot Ot W W Oy W

3
3
6
3
3
4
3
3
5

S W W ot W W o W W

£ 32 BEF-—XBEIMEEES L O 7 EIRE), 71, T OFHHIEEL (Bucher AIFE=E)

19



3.3.3 HEQBEWIROILFRE/NILZFEHR (RHAKE)

Mirror

Iris 200 mm
Collimator

Objective  Fiber
coupler

XYZ piezo
scanner

Dichroic Long pass
mirror filter

Panel
O
O
3.6: IR E OHESBEMBE DN F R, NDF: Neutral density filter. CCD:
Charge-coupled device.

XYZ transfer

Fiber port
collimator/coupler

Laser

[ 3.6 12 W7 R RBEME O ER T R T, AT OV TR, 8k R AL
TREER U720 9. L—YOBE (R 532nm, L—FTRE Im W) 205 \/2 HER
L —HERERESNRAT S, K2, AOMEHWT, L—FDt >+ 7%
NAGHZIT S5, L —PN% AOM IZ AH T 2 7 DI E A BRRE 100 mm & £ R
Bt 200 mm DL v X T, B— T2 L, 51T L—FHEI T
atX 4, Fiber port collimetar/coupler T3 ) X — MRIHHE NS, > 7L
E—RT 74— A 0L 9 73IT7— I7—DOMKRINDINFETA v Eil
LTXA YEY FalRhTlS S, 100 fEOXY L > X (NA=0.90) Zi# L TX A
YEY FERNCEN L, BBRETIE, L—YHlE 1720)W TH s TSN
%o NVHUMZ X o THIBEINHNIE, vy 78R 7 4 L& — (IR 660 nm 20 5
1200nm) IC X2 TT7 4 VR —E Nz, R T X VBN, VI NE—
K7 7 A N—IZHEE &, APD TNV HL2LDHNEH T > &b,
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Switch

PC Multi-channel
pulse blaster (PB)
0 3| 2 1
via USB v
Signal AOM driver \

Generator \

. MW

r

\4

Phase —>[ RF switch(x-phase) -
shifter —’[ RF switch(y-phase) >

I

Combiner Amplifier

3.7 2L ZHIfE R D fFE S & Multi-cahnnel pulse blaster D&KL % R T,

DM: Dichroic mirror.

3TV AR Z R T, T8k RAWCHOAEHY X PEE# L, 20
HAERBEMBICTILE. 4 DD TTL {85 % Multi-channel pulse generator(PB) 22 & H}
NTE%, TTLESZ@EL T, HEHIEDOEFREOA I 7 Z2HIHl L TWd, %
7z, #illf#lY 7 + & LT LabVIEW (NI LabVIEW 2015 SP1(64bit), Emerson Electric
Co.) Z W7z,

o K3 7D PB0: PB26 TTLIESZ I L. EE# RF 344 (SG: Signal
generator) 2° 5 Hi 1 U 72 JEIR#EL % Phase shifter I A 13 %, Phase shifter T
W x & yHIZTH SN, 22D RE switch AT E %, ODMR &f
Wz ES 2B, SGIIAMER P Y HE— FIZL TS, D% D, PBO»
5D TTLESIZELD SGATHBEEZEKR LBD 5, 7. 7 EiRE T,
T, B DBFITIE, ODMR ARZ L & 157 LI JE B Z PC 25 SG 12
EFANTE S,

e X|3.7H® PB1: AOM driver {X SAM 2 27 X T AOM L #EHINTW\W5,
PB1 725D TTL1EE %5 AOM driver ZFH L AOM O F > 7 ZH#ilffl L
TW5, X512, AOM driver 225 AOM IZE A (Radio frequency: RF) %

21



FIINS 2 &, Bl L —Fh o L AL —FICEHTE S 39, ZOL—H
PHWTNVHLDOBEBTAY 2L 2 W3R XE 3,

o X 3.7H®D PB2: ¥ FIiRED S DHIZ APD TEHNESI YV T B, 2
DIEMRIZ NI DAQ ZH L TPCIZESLND, FHh T M 2T 5 X4
IUEPBASLD TTLIESI KO FlEXNS,

o X3.7HD PB3: AWFLTIE, xMAHLPHH LRV, £D7®, PB3 & RF
switch(x-phase) Z##i 3 2 #E. KEDIR 1 ARZ1TTH %, Combiner T &
DEUx e ytHZEDYE %, ZD%., Amplifier THIEXI N~ 27 2iid
K4 ¥Ey FalRhcHIME N %,

(b) Gold wire

\ Sample

Mw— ]——;[[ )
Microstrip line
Copper
Terminator
Magnet

205 Mcps

150
100

0

B 3.8: (a) ¥ TNHRNANEX—DEYEER (b) 7V ¥ MERE 24D A8A OHEE
X (HIEX) (c) X4 ¥ EY FilB» 507 >3 > 70 NV HUL 90 pm x 90 pm D
PL E(f§ (M#HEE 3keV & F—X& 1 x 10'?ions/cm?)

] 3.8(a) Ii&. TV ¥ PEREIWCR T A B I AR EERICREER. 20k
A=K7 =72 T, EEZAYEY FERZEEST 2, X512, SHF
I~ A 7 aiRbEg LICIEARTEEZINRTWS, RSN~ 7 niko k%
i & 7eodiz, Al — 7V O 50 QIR — 2 42— X EE D 1) 72, K 3.8(b) I
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. TV Y MERE XA Ve RERHSEATICHEG ZHIINT 272D D 1 F 2 L7
AOBIEN Z RS, DAY MK, KR xyz IR 7 — 2 L [l & MER
AT —IWEHREINTWS, ZD7H, xyz il L [lEE 360° B X MER £60° TNV
Hi N LTI 2 AT E 5, X4 vEY PR oa el et L, 56
FEOV—VNEEFIEHTZ2DIC3HETY AF v F—PEHAIRTNS, 20D
$EE D 5 S L 7z PL(Photoluminassence) B T®» D, ARFKICH WXL Y E
> Pk & 0 PL R %X 3.8(c) IZRT, ZWIZEETO 7 BIREN. T, T 138 A
Ay bT1IEFTOHE L 7.

1

3.3.4 ERPENFRCHEEQFEHFRO LR

B IS E 2R HA R BAM R
MFR RSt [T P S R BRI
~ A4 7w N— 7R ~AZ7BaRAN) v TT4 Y
L—H#F—2 KRy ME 30 pm|[12] 0.7 pm
2 ¥ a— DR 10 47 fE 8 IR#fe

R 3.3: EREADE R v HE SRR O LU

AR THW 2K HBNER TR, V=B~ 7alEzfnws 2T
4 7 aEE DM —HICBNLTVWE, BAVYEY FRYF Y UL TH - T
b NVHIDIZY A 7 a2 T % 2, A THOILESEMEEIE, ~1 2
BRA MYy T T4 NE~ A 7 alE5REDEME— MK, VA YiRfFicdh b NV
FNZ Lo~ A 7 a{EZHITZ W0,

3.4 FEHELBASE
3.4.1 ODMR i & 2 NEREES By DEHE A

RIS By X ODMREE50 5 RIEED 2 2 e 3 T& %, ZHUux ODMR IR
D NV FLD MG vy 722 HEE HE 2 [29],

5 _ 28T0MHz — fyy (MHz)
0 28 MHz/mT

(3.1)
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3.42 ZJEIOVFZRXbB

Maximum 3T
| 2 =®™ 2

1.000
= 099

0.990

PL contrast (a

o
©
s+
o

0.980

0 50 100 150 200
time (ns)

Minimum

3.9: Bucher %5 =ETD T VIREIDEHAI T — &

Bucher 15t T D 7 LHREGFHIITIX, »OLVRIE (1) Z 0555 200ns (Amplitude:
60dBm) FTOHEPFATIHEIL 7. K3.9127 LIREIED T — 2 D—Hl%RT,
DF—ZP6 /2 7. 3n/2 VA EERTE, THEDNLRIEF, DBDT &
Ty DUEIZBWTHEHERRIXA =KX —THb, £/, a7 AMI0H»H
2r FTCOROERKE L F/MEZE b L ITRE LTz, IR, Z2OREZRT,

THIFRETIX, 7 30ns 1IC725 £ 512 SC THARY -T2, 2.
ZIRFIOIRIEE —EIXT 5720 TH b, iz, 7L AMEIX Bucher i ZE ¥ [AAR
D 200ns FTEHI L7z VIV TRAMI. 749 T4 I oELNTHEK
B R/ MEDSDF— &, FHllF—ZDORAHEL FIMED E5 & 00 6 70 % IR
L7

¥ 3.10(a) 127 LIRENAIEH SV AS =7 Y 2R%ERT, £3. L—4% 40ps
TS5 2 Z e TNVAHDLDOEFRAE Y 20ILS 5, FIHLERIC 2ps 9D 2H
&, —EHIEREED 5 m, = 0 IREBANOEM E 507D TH 5, ~ A4 7 vk (MW) <
VA% 0s 5 200ns FTHIML, NVHLDOETFAL Y 2T 5, 20K, H
LY LR T 5 TNV HLY»LOFNBELTANT, ZOL—
FoOL AR, FIHHEDORE[F LT 40ps TH 5, ZOEIEICL D, NVHLOE
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1.02

(a) (b) —e— Exp.7.81% —— Fit.7.90%(Qx/2n =15.674+0.033MHz)
time &
t 2098
b
&
Laser ) T 0.96
time S
Initialization 0.941
Counter I I time 0923 50 100 150 200
T (ns)
Readout Reference

& 3.10: (a) 7 CIREPEH VA =7 > X, MW: =4 7 i, (b) &H#ll7—
EAPHEDIEAY M TR T 4y T4 YT (FROKR) »of{7eary X b
BZNEFNFRRT %, ZD Python code [FHFFEE Dwi iz & b féffk x =,

AV RFEmT 2, %72, thOD L —F o OV ARREZ I EE, BE2us L —+F
POVAZHIAU, NV HULD B OHOCRE Z it Al 3,

3.4.3 T RIE CBER

(@) (0)1.00

% b:2.74 [ms]
MW I fme £ 075 c:1.11[ms]
T 8 R? =0.982
B 050 SD =3.923%
N
Laser = T, =2.74[ms]
L tme £ 025
Initialization S
Z0.00 T
Counter I I . 0.0 25 5.0 75 10.0
time Time (ms)
Readout Reference

& 3.11: (a) Ty BIEH VA =5 > R, (b) Ty f#Hie b & cld. short Ty 25 1.1ms
€ long 77 1& 2.7ms, R2IIEREL. SD IIEHERAETDH 5,

X 311(a) W T FIERAASN A — & Y 2% RS, 7 CIREHIERH LR > — 7 >
A EFBED L —H OV ZIRRT. FIHES 2, » OV ARG 7 7F o 721212, my = 0
DR & G URRFIHARE 5%, F/z. FILERIC 7 SOV R ZEHIINS
% Z T, my=+1 OMERIMZ T AL UEMEIRDE 505,

NV HLLO T, iR % FEEOFEBEIE E 7213, bi-exponential XD 7 4v 7 4 ¥
7 L7z

7'} (3.3)
1b lc
ZZT, ClZary b7 A, Al amplitude Z/RIBEBB L TERKTH D, T) iHh

B Ty, & T DEE ZNZIRD = [26], T11TiE, 2 DDHEK 2 EMBARDTE

Oﬁ)Z/hﬂp{—%LT}+(l—Aﬁmp{—;
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T3 %, short T XS 2 NVHILE X4 YEY REREIZLWNV HLE DRID
RARBFNC B R 20T 5 [40, 41]o long Ty IEAE Y /) 4 R X D BUKTH % [42],
AR TIX, BFAL Y/ A4 RIZBUETs long T, CTaHili x24T - 72,

3.4.4 T, RIE CBEW

(a) (b)
MW |‘?I‘%’| |‘%’|‘%’I , s
time o
Tal T 7 3m  0.0021
2 2 2 72 £
Laser ) 8
time _
Initialization & .0004
Counter I I .
time 2T (us)
Readout Reference

3.12: (a) T AIERASV RS =5 > 2, (DT f#ffT. T3 3.1us TH B Z L AVR
éﬂf:o

X 3.12(a) I T BB OV R Y — 7 » 2% RS, BIREOIIVRAY —7 v R (n/2-
-1/2) TE. my=026Dak—L v AFRZ, BEDASAVRS —7 VR (n/2-
7-37/2) 2 BiEm, =+l Dak—L v ARRZFHATEETH 5, NV HLOD T, i
., U FoRXT74v 747 LT

exp (%) (3.4)
ZZT, hidabt—L YRR, n3EREOBIREERT FXA—K—THb, n=1
D ¥ E I, ORI (MR OBR) 2 L. R (3.4) Eexp (%)
%, n<1DEEE BEIELED, n> 10 X2 BREREREZEKT 5.
DD, EROBMBHKBEEL TVWD, ZHHD T X=X —%2IEREER/N_
FIRICHDOWT T 4y T4 Y 7E8 B 28T, folls T, R % Ko 7= 43, 44],
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3.5 R -ER

3.5.1 TRIM>=Zal—>3>

1e6 1e7 = 1e6 1ol = 1e6 1e7 =

(a) — Nions 4: (b)l — Nions 4«.5 (C)|2 — Nions E

20 — Recoil | E — Recoll | E ° — Recoil | E

- S M S ~ S

E, 2§ 2 Eo 2

o

g 5 't e, :

z o5 2z’ 2z g

= & - ® =

Q Q Q

08 03 00 0g

36 48 60 72 84 96 108 120 L4 00 15 30 45 60 75 90 105 120 135 150 [ 0 2 4 6 8 10 12 14 16 18 20 o«

Depth [nm] Depth [nm] Depth [nm]

313 iﬁm/(aﬁ%) v 2L (FHR) DYEX 510 (a) NSETEIE 2keV, (b) AT

T 3keV, (c) NEBIE 5 keV DEFIEFEREZRT,

X 3.13 1Z Monte Carlo ¥ X 2 L — a ¥ (Crystal-TRIM: Transport of ions in
matter) DFERZRT [45], MBI 2, 3, 5keV & ASHE (7°) 258 LT, &
ML7BBLZDONVHDLORE ZHEESD 2 Z B TE S, [100] /TFANTASF 2
BFOIARNF I 375+1.2eV TH 5 [46], BHRA A VTEAFEICIDEK L
2T ==Y K OBELER S L TNV HLZENT 2, 2070,
NV AUDZERA A > (M 3.13 DFRER) JANCFET 2 e B A HN 5, 2keV TIFE
D6 FIZ4.2nm, 3keV TIEEE D 5 FEIZ 6nm, 5keV TIEERMH D 5 FEIZ 9nm
WZENZENNV HLDHBFET 2 & Pl i,

3.5.2 JEIYFZX b (Bucher HEE)

X 3.14(a) Il % ¥ — X B EHHE Z L a > b T R b DI L REUEE(RZE & A
Z IR BT 2 2 v a > k7x%®¥ﬁtﬁﬁﬁ%()%ﬁi7mbkoﬁ~
7\%1><101210ns/cm TlE, MEREBEE 2keV 2RI 1% TH D, 1 HFRNF L b
FANTH o7, ME 3keV7b>‘f’333%Zmb\n/l\7xkfi)oto —H.
IEBEE 5keV TlE, 83> b7 A MDBRIEMEDH 0.7% TH o7, NIHE
2keV & 3keV I&. NV¢M#%VH%K%%@Z%V7E:/F7XF%ﬁ%h
2LV HEEZRTDIDOTHD., Ko TMEBRMRENEN DL EZ NS, NV
U, RENSEWIEE NV 22056 NVOIZZEL LTV, ZAUI EAEANY FX
VT4V REIL7 VI LN S 72D TH B [47),
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(a) a —eo— 2keV
] —eo— 3keV
= 5keV
z 3 %\
£ 3 +
§ o
5 2
©
o
| $\Q/‘f
3
012 012 013 T ' -
1x10 3x10 ‘ 1x10 2 3 5
Dose [ions / cm?] Energy [keV]

3.14: (a) MifhZ ¥ — X & etz 7 CIRE) (5% K A.14) b7 8ay b7
R Mo D L iR, (b) BEEh2 IR L A T TS e AR R

F—X& 3 x 102ions/cm? DHFH, 83 ¥ M7 A Mid 2keV: 0.8%, 3keV:
2.6 %, bkeV: 4.3% & I EIMKE L AR 2R, TEBESEWIZE NV H
DONEDBEL 72D, NVHDLBE A Y E Y FREIFET 2K/ A4 X0 Hlth
7272, SJvary b RAMREELEEEZIOND,

F—X&E 1 x 10" ions/cm? DHE. NHREE 3keV & 5keV OFEZ L a > b
FAMI2-3% LABETH D, IHEBE 2keVIX1.7% L/ NEWEEZE -T2, T
Lay b7 AMHANVT [ (NVT + NVOIHKFET 2 2IREL. @V R—X&TlE
NV~ & NVO R L, BT ICKTF LEWERICKR e EZ BN 5,

3.5.3 T; %Ffp (Bucher i E)

3.15(a) I3 HEEL 2 N — X & it 2 7 L SRR ZE. X 3.15(b) I3l &
F—X i etz g L TR AE 77 7t L 7ze F—X®& 1 x 10”2 ions/cm? T
X, 5keV: 3.8ms, 3keV: 4ms, 2keV: 2ms DJET Ty KRNz, HHE T
3keV & SkeV IZFARED Ty I TH D, ZHUd, NV HDLARRICICIER S 17z
EEZABLND, TDXIINEWV R =ZXETIINFT—IINVHLBERENE 72D
T, RERENIIE S D2 NZ . 2keVIZ 1.2ms 2*5 2.5ms, 3keV X 2.5 ms 55 5.5ms,
5keVIZ3.2ms 225 4.5ms & 7% o7z,

F—X%& 3 x 10%ions/cm? Tld, F—X#&E 1 x 10?ions/cm? LAY L7z 7 —
XG0 DF D, RZIAF—HIZ T FEIEFE 7R o7z (2keV: 1.2ms, 3keV:
3.2ms, 5keV: 3.5ms),
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6
(a)

5
4

[ .

a3 hil

~
2 ﬂ;\‘ 2
: bl

y 12 ' 12 ' 13 T T u

1x10 3x10 1x10 2 3 5

Dose [ions/ cm?] Energy [keV]

3.15: (a) MilhZ F—XBEEMEZ 7 4> T4 7T =& (5% X A.15, A.16,
A17, A18, A.19, A.20) 22 53RO 7= T 5D & OV L i HERZA 2 KD Tz, (D) 1
il 2 5K 7R T & A 2 T2 & AR A

F—X& 3% 10%ions/cm? T, NEREBEIMKFE LR TDH o7, DD, K
TALF—DY G, XA YTy FREALFHTER S N2 NV HULIERE S £ XD
B2, TV Koz EZbN S, BIEEEDSHE. X4 VEY
FERED & FIZ 9nm BEN 5T NV HUDBAER S AL T KD R 7o 7z,

3.5.4 T, #Ffn (Bucher 3L E)

(@) - DAY

5 keV

1x1022  3x10% 1x10% : : 5
Dose [ions/ cm? | Energy [keV]

3.16: (a) M Z F—XBF Mtz 71974 77 —& (fF5% K A.21, A.22,
A.23, A.24, A19, A.20) 22 53R D72 T, It D2 & D L iFHER A 2 KD Tz, (b) B
fili 2 HE B HE & Ath 2 S & R

3.16(a) IZHIE 7 — &, PFIHE L FHERZE (K 3.16(b)) IR 7, F—X& 1 x
102 ions/cm? Tl Ty 1Z 5keV (“FIMHE 20 ps), 3keV (FIIMH 13 ps), 2keV (5
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B 5ps) & HEEERFEORR L 2o 72,
F—X%& 3 x 10”2 ions/cm? Tl&, FA F— XE@%M]Z;:H\_%MS@ To 3 L

7oo NEREE 3keV & 5keV O Th (ZAEETH D, IHEHEHE 2keV D Ty D3 —HFE
WG L 725 72,

P—f%1xmmmwﬁ&f@ HEAF—=XEOHEM e Iz D Ty 13ED L
720 MIEET 2keV X 2 ps. MIEEE 3keV & 5keV D Ty 1d5ps & RIRETH - 7=,

3.5.5 JEIAYFZR b (RHAEE)

(a) (b) & xi0m i 3x10%2
—4— 2keV  —4— 3keV 5 keV A 1x101? A 1x1013
X 12 X 12 ) f
8 10 A S 10 I 1
o 8 o 8 T a
o) N d L e o) I T
8o i ——F gt F B
1 10 30 100 2 3 5
Dose [ions/cm?] x101! Energy [keV]
X 3.17: (a) F— CIUREENSDRDI-Tar b T AN ERD, Srvy b

L7zo (b) M3k r Svay ko2 b,

KR—XETIZ125% 25 65%, 5 F—X&TIX 8% 205 5.3 % OHiFHTRAIK
WA T 2 IEAE R Uiz, MEEESHEMNT % 2. R4 Lz, MEEBEED
BWEI Y PR MDBEL R VWS HAP RGNS, DFED, FJEaYy 7R
MIZERA 4 Y OIEETICHEIN S, KIBEELETIE. NVHLBEXAL YEY
RREGEFHTIFEEL TV B2, NV- 205 NV O HIREEICEI LW,
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NV- < NVO

)

12C-enrich diamond layer

-

2 keV 5 keV

3.18: BiRK PC XA YvEY FREE (KE) HONEEEIHKITE L 72 NV b
DL E DRI,

3.5.6 T, & (RAIRE)

(@) (b) & 1x10% i 3x10%
"3 2keV ¥ 3keV 5 keV i 1x102 2 1x10%3
5 5 %
4 4 o
E 5 T % 3 I
= A ~ = /’ —a
11 , . = 1Ls , ,
1 10 30 100 2 3 5
Dose [ions/cm?] x10M! Energy [keV]

3.19: (a) F=Xg|& T\ K, (b) NMIEBHE & T K,

[¥3.19(a) Tl F—XE 1 x 10" ions/cm?, fHELE 5 keV D 4.5 ms ZFRIFIE,
TRTOF—XRTH 1ms 25 3ms DT L TW5B, £/, NHREE 2keV
WEIRTO R —XETT KEPRIMETH o720 —7. SIEBEICNT 2 Ty
R D F =X E&KEFENHIER o o7, £3. BIMHEBETE N —-—XEIZE T,
ARV DIE, XA VEY FRENCIE, X7V 7RV F (WRETIIBY
BARMEET) RLEMRLE D A RPFHFET 5, D70, @HHEEL TR, KH
D HIEFEVLEIC NV FLDHTEIE L. RED S/ 4 XDFEER DRV, —TF, &N
WEETIE, READ»SEWED ) 4 XOHELZTRT WV, RIZ, B F—X&T
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. FEAINZEZEM (P1HUD) & divacancy(V5(0), Va(-)) DEED &L 125, D
Fh, BEERAC Y ZH2 PLHUD (I = 1/2) & divacancy D3EINT %5, HEEE
3keV & 5keV TR L ZTRERD NV NG, B/ A X ZFEFHET 2720, F—X
& 1 x 10”2 ions/cm? 205 1 x 10 ions/cm? THIEBEE 3keV & 5keV TIE[FAfEZ
ML EZ 5,

Unpaired
NV-<NVO ’ electron
2 keV 5keV P11 center Divacancy

3.20: MEEE 2keV, 3keV, 5keV DZNZHD NV FLDNME, XA VEY
FREEITFEET 2 A1) (P1HUD & divacancy) OBEI&X],

3.5.7 T, %&fn (RAIRE)

(a) (b) -+ x101 I 3x1012
3 2keV -3 3keV 5 keV I 1x1012 I 1x1013
= 10 N3 — 10 i A

= = B
51 ——=— = s 5{ & i
1 10 30 100 2 3 5
Dose [ions/cm?] x1011 Energy [keV]

3.21: (a) F—XgE& Tr i, (b) MEREE & T, K,

IEBEE 5keV & 3keV i, F—XEDEFT 2 & HITH 13 pus 525 5 s TR
ZEL LTz MEEE 2keV Tl FI6ps 25 3ps TIRAIWCEL L 2o Fo IIE
BT 2keVIZTARTO R—XETHRD T R W, EIIEEEFE T T, KB <
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ZAMEE. RENCKREZR ) A XFEBFETZ2I R LTWVWS, 20D/ A X7
BEY TV TRy RRETHY)Fae—LryRACESET S, —H. & F—X&
. PLAUOE 3keV & SkeV OEAIRELET T DR 72505, TD2DF—
X (3 x 102 ions/cm? & 1 x 10 ions/cm?) AT T RFENT R 272 =4 L F — 1K
RS20,

Unpaired
NV-< NV electron‘

Fr oy

2 keV 5keV P1 center

X 3.22: XA YEY FREE (KA FOMHEEL L NV HOLON E OIS X,
K[ ARZIRBE ) TR RHROAWEFREXAYEY FRICH S P1H
DEME LT,

3.5.8 RinbEIFRE
(a) (b) —4— 1x1011 1 3x1012
3 2keV  —3— 3keV 5 keV i 1x102 1 1x10®3
o *
250 250
~ N
|2 200 T 200
T 150] Iz 150 \
Q Q
< 100 N —— < 100
< : SR < o * R
50 V ~— - 50 f ———
1 10 30 100 2 3 5
Dose [ions/cm?] x101! Energy [keV]

3.23: (a) N —XE & KIBHEE, (b) B & TR,
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RS EE Z T DN TR, Mz F—X R IFEEETZAZRMICL

7= (I43.23),
1

e OVt T
Ve VX, BT OBEREIELLL (28 GHz TY), t,, EFEAH LDV Z [ (40 ps), C
X ODMR 22> b5 R b, Ipp l& the PL detection rate under CW excitation T &
%, BB, 44nT/VHz 225 2690T/VHz OEFTLEE L7z, BN
WAL, 3keV T 3 x 102ions/cm? TH o 7z, 2018 FiZ J. -P. Tetienne 512
K o TILREFFHIC. TGS 50nT /VHz 25 220nT/vVHz £ BiHE 7z
48],

(3.5)

3.6 FX&&
ARG TIE, type Ila XA Y€ > FEMR LK 50nm D EIRE 120 HE % UK

L7zo 2212, F—=X&1x 10" ions/cm?, 1 x 10 ions/cm?; 3 x 10'%ions/cm?,

1 x 10" ions/cm? & IERFEE 2keV, 3keV, 5keV DFEHAFTA A »FE AL, 800°C T
AL, NVADLZER IS E, ZRZENOEAFDO NV FLEZ LAY FF R b,
Ty & Ty 22D R e R RBAMBE TRl L7z, ZOFEBITI D, 0%k
2 NV-NMR GHHISE L T0 B 2 HBRET L7c, T8 a > b 7R M, SREDE
PR HERBEMBIOW 7T, IEELIRFE L AR EZ R L, Z24Ud, NV H
IDHBRENTITWVIEZE NV 25 NV ORBICZB LT WD TH S, Th & Th i3,

BRI & HELBEMBE oW /T ThEREEKEFEEZ R U2, ZHhiE. F—
REPHENT 5 & X4 vEY FIZEBRED P1HUL & divacancy HIEINT 5729

THb, Tl RENZE, X7V 7Ry NHROANETH ) 4 XDFHKE &
725720, 2keVIFEIRWEZI -7 & X %, 1 x 10" ions/cm? TD Ty, I
55us 5 12.8 s L IETH 25, RMHSHEEE 730T/vHz 205 269nT/vHz
CAERV, ZHUIPL AT Y PDMEWZ EIZER L TW5, 1x 10¥ions/cm? 1&, &
TSR IR D @A, To KA 25 s 225 5.2ps LN TH %, NIHEE
5keVIZTNTOD F—XBTROVKGMSGEE L T, ETH 272, NV HLON
BEARNDY Y T DFEEEAR £ Y TS RV, s ORI
5. NV-NMR GHlC 72 K — X & 1 x 102 ions/cm? & 3 x 10'%ions/cm?, Jl#

£ 3keV TH 5 &\ 5 iz 13 72,
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Fa4E8 F/XT—=)LNMRAAX—=
ICE-EBEATVEY
KNVROLTO—7OREE

4.1 BB

Laser

|_£' & #—_ __ Diamond
FFFFF | probe

\ Teflon tape

K 41: RAXYEY R0 =AW EB3 7705 —ToD 7 vEMAY VESE
HIDWERE X,

7 UH Y TNV HLE W T AL ZTIE, 2015 SIS 1 pT/VHz
ZRER LT [49], S HIT. 2020 12, S 10 Hz 22 5 1000 Hz % T ORJEK
% 0.9pT/vVHz DIRETEHII I iz Z ¥ AR X 7z [50)

AL TIE, EEXA YEY FNVHL B =712 X % nano MRIIZ[AT T, &
A¥YEYFF v T EIC, BRICNVAHLEEET 2 3ARKDXAVYEY T u—7
ZERRA A —LMTCEDIERT 2, XA YEY FF v 7D NVHILOD T, I
MEFHANRND, ZOEBRISHK. 7vEBAVY V286357707 —7 FIck
AXYEY e —T%2#MIE, 7vEZAL YO NMREEZHHTLZ %
HiE 5%,
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4.2 RIS
4.2.1 ERAAFAVE—-L

(@) (b)

LMIS

™ Coll
( ) Condenser lens Tungsten
S s s needle
(C) Thin liquid film
Liquid »
[ ) Objective lens N cone _ Emiting
§ Sup[;?rt //'m‘b:m
,Liq\uid\b
C——o  Sample — jeeusp

4.2: FIB REDHIEX: (a)FIB RENETOMEX: LMIS: Liquid metal ion
sources. (b) & ¥ 7 A7 VEHOWIEK], (¢) RV T AT VDT A F—a—>
[51]o

£ A 7 > ¥ — 4 (FIB: Focused Ion Beam) 2i& 1%, sEHEER L2 4 —
LB, MIRBREITHEBETDH 5 [52, 53], K 4.2(a) I FIB ZEOMEX
EIRT, AV DIBERESNI2H Y T L (Ga) RV 72T > DOFHCER (BE
Vot keV)EZDIITCaf Ay —aZ5EHT (K4.2(b)) ZDBE. &>
7 AT g TR RIE ORI DTG o8k & NSETEIR (74 7 —a— ) 2K
XD [54](KM4.2(c))e TDAFYE—LEAYTIUI—L VALK ZHVTE
HXH 2, BHINEBEICR>T2A F o — o, ibkHCEZZ L, 20kl 2/
ELTWRIEFRDFO—EPEZMIHE I IN S [53], UKD, iRl
MMIAARETH %, T2, A A =2 2K TRENCIRE T2 2 T
REF (FREFBZRAAY) PRHENZ70, ZhsZBHT 52 e EEA
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F VPR (SIM: Scanning ion microscopy) R8I T 52 b TX 5, ERA I
YU —LDAF VIRICHEE Ga A A Y ERHWS DI, FICLIND 3 DODHH %
oz, 1 0HIE HFR69.723 L HHIRNEWEFTH 272D, LTI +07%
ARy ZY THREMEOLNE I TH S, 20K, @2 29.8°C LKL, &
BTEHRAIRETHE 2 TH D, 320HIF. HEOX Y I XT Ve IIRIEE T,
X OIC—EDHE NS R D I NDRMNDLET 5720 TH 5 [55],

4.3 B
4.3.1 (100) 1Y EY RFvTOES

AL TR, @R CVD 7EIC & D lJE 2 7 Electronic grade £ 4 Y€ K (EL
SC Plate 2.0 mm x 2.0 mm x 0.50 mm, ZEZRAHY 5 ppb AT, NV HULDOIEE 0.03
ppb, Element six #:8) Z Wz, &4 ¥E Y PRI NV HILZTERT 5729
2. A A VIEAZEE (JAISTF /w7 V777 /uay—k >y X—{RA) ZfEHL
7zo MEBE 30keV, F—X& 1 x 10%ions/cm? DZEMHT Electronic grade X A ¥
EYFREBREMN)A AV ZFEA LK, #3ETNVALEROBEIZIE, PN 2H
W, PNKAEUESTHLE T ALY Y T a—ig#rZ#H (ESEEM: Electron
spin echo envelope modulation)[56] Z 8 L7z, F7z. 18R A.2 BRI K
AANDFEER 1 THRROFEIRZ R L. PNIE. FROMAE VEHCBWT,
HRDEBSLERLLDAMETHSE R, FEIZYUN TS A U EAZITo %,
Z D%, IRHRINELE (713 Y ZEHKT) T900°C T 1ML 7z, 3 &E
D 3.2.1 FiTHARIZED X4 ¥ E Y NI L 72203 X A Y& 2 PG 2 3L
ML, BRBHET LI TNVHLERS (17, /20 BV TALBI I 2l —
Pa itk AL ONLERL LD MORREI O, XA VEY RREAD S
FIZ40nm OFEZIWZ NV HLBDHLTWE EEZHN5 57,

RIZ, BRI X BBV LT (BIRREMEHF SR 22 THEM), 1B HaSO,
HNO; =1:3DHIGTERAEEI N, ZOBKIIEAYEY N ZR L., BIKIRE
220°C T30 DML 7zo ZOTRET, XA VEY FREFET L2777 74
FOREEH, XA VEY FREAPBRREImEI NS, T, BREImI KD RMA
ED NV DZENT 5 [47)0

XAYEY NERIZ, AV FEAZ LEREMD SERDEZ D50 pm 1272 % X
I L7e (R &tt> 7 v 74 K D FEi) . DX 12, NV AULAER S 1
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T2 =ML —F Ay b L (BRAatty v 7y ZHIc K D &), 2h
EXAYEY RF v TR, BRLIZZAYEY N 2K 43 17T, L—F
MITRIZIE, RV B =171 a—)L (PVA: Poly vinyl alcohol) IZ X > TX A ¥ E
YRDT ST 7 A4 MERICEEI ATV S,

Py

\AAARAEREREASE A

R I O N SR A
FTYYYYYYYYY

ah KA PR

X 4.3: (a) EX50pum I, L—Fhy bDLDIZTT 7 74 PR EI
PVAIRKDEEZN TS, (b) KDEFFEMLREAYEY FF v TONHER, (5%
B Dr. Dwi RICk D Efl &7z, )

4.3.2 HAAVEVRFYIREMAEREETES KV REEDIR

EAXYEY RF v FICRRELMEICT 774 bRIAFELTWS, I T,
ABS(Acrylonitrile 1,3-Butadiene Styrene) i LICX A Y EY FF v T2EZ, 7
£ U TABSEHERADT I TRAYEY RF v TN BE LRSI 774 + &
O ER<,

DEW, A7 AR ERKXAYEY RRYTHIIREEF &, 7R ek —
VB XOHKDIECHEEREFRIICE DA 7 X LICFET 2 ™M ZE DR 1
ADEY BRI, FIINVT o F I DEBLLIX Y 72T ViREEE
T3, IhEvA 70 =Val—R—DE7— L2 CEET S, ZOXRVYTAT
JICED, I ALEOFRRBEICEAYEY RF v TREFET 3, 20Kk, NV
HUDDTELE LR WIHNS IR A (X-71-6046, [F8{LE TH#MEKASHE) 2BHT 5,
512, 120°C T2 RN L SR 2L S € 5,

w22, PVAJE L HE %87 2V 4 (Pt-Pd: Platinum-Palladium) J&§ % & 4 ¥ €
YRFv IRECEET 2, ZOTREICED, FIBMIFIKHAWSNS Ga A A4
VIZKBZNVHLORX A=V BRT 2, FARICFY—I7 v 7% <. PVA

38



B 4.4: (001) XA ¥EY FF v FREDOKFEG: ABSHilEe 7 b ok 2085
A1 ((a)(b)) &, WEHE ((c)(d) TH 2, (a) & (c) & NV HILLBEE LR WHTDH
D, (b) & () &NV HLDMFET 2HTH %,

O TIE, 3. ¥4 78Ry b T0.1%wt PVA ZHHL, XA YEVF
F v TRENC 1THEDS T, DX, #60°C Db —&X—TPVA ZHJEXE, PVA
JEZTEREE %, Pt-PAdZZAE T, alREREICREERZ MIE S 2 72DI124 F &
Ry ZEEE (RS H YRR, JAIST F/ ~7 U777/ nd—k v X—
RE) THWz, ZOBE, BRE 100nm 1272 % & 5 IZ Nl DR TIT o 72, Electric
distance 30 nm, &R 15mA, [£J1 TPaTdH %,

4.3.3 FIBMTIICLZEIVEYRFFO—-TEH

45 W FIBMTOMELERLZL YEY KR —70 SIM BH§Z RT3,
Z OFE A U 7=dR1E SMI3050(MRINE 11 H LA TH %, FIBIILTIX, U
Rough ¥ Rough ® 2D Ga 4 A > L — a2\, ZAZENDA XV ERD
FRAEIX 13000nA & T20pA TH 5, FaClliF LW FIBII L TEZRT,

1. K4.5() ITRTAL VY ORMTHARIESEUND XA YEY R F v T %
Y'—24 U Rough & EX 4pm OFHFTETHID, KA VYEY FFv 7 EITXK
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(a) S )

4.5: (a), (b), (c)FIB N T (CFHEK) I THRD XA ¥EY K Fa—70 SIM
1% (d)o

L YEY FES—R{FE LT (M 4.5(b))

2. TR1CEMLABEE 4pm OEHKD LA ¥ EY F¥F—FIz, F—FY
RO & — > (diameter19-3, shrink4) Z W T (K 4.5(c)). XA YEY
K7 —7%E8 L7z (K4.5(d). T, ¥—24 Rough £ EX 1um Tl
T L7,

4.3.4 Pt-PdiEE PVA BEDOREARE

4.3.2 BT L 72 Pt-Pd &4 60 °C ML LTS 5 7= F/KTRETZ 5 [58],
FoKiZ, fHEE HNO; &5l HCl DIREMTH %, % 1.35g/cm® OIRIHEE 1 12Xt
U THE 1.18g/cm® OJEENE 3 DIRFELL T, BEAD T/KRIEREIN S, IR,
Z DRI E R T,

FROEERIGICE D, BEHEWRADHEL= Tt 1L NOCI & iz Cly 7 ADVE
ME 5, NOCLIZ, BXREEEORKZVEFOATHEBINS 2D, IEFIZTHRN
Bl 239 % [59),

Pt 4+ 2NOCI + Cl + 2 HCl — H,[PtClg] + 2NO

PtiZF/KICAND &, RO KD TRIGL THMHES 5, Hy[PtClg) 3T ¥ 27 1
nHE (IV)BETHD, KET7AVA—NVIZHGETH S [60], KB TIE PtClg>™
EEEA A 8 LTREMICHEET %, Pd dFRBICEKICIAR L., LSS Kz
S5 61 20Kk, XAVYEY RF v FRKITR Lz, ZTORIEICED PVA K
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ZFRAETE %, ZHUI. PVAIIKIEZERZ TR T 27-0TH 5, $h. XA VEY
K 7'a— 75 A LT\ PVA IR 2 DERIIX, R 7 X7 v v
JHEE (A VX7 by F v FA-1 %o atk et #) CRETE 3, KRIFFETHE
HLEXAYEY R F v AR, A8 HHEEER (0y) 7R T7 v v 7 %1To
7z (RF power: 30 W, O, pressure: 25Pa),

4.4 ER-ER
4.4.1 HFAVEVFZ7O0-TOPLEHEY ODMR AXRZ KL

4.6: (a) XA YEY FF v 7O SIM BB (FEM), EXM: (b)NV1 4pm X 4 pm,
(A)NV2 2pm x 2pum, (f)NV3 4pum x 4 pm O PL E{g, FX: NV1 & NV220 5D
ZNZEFND ODMR A7 bt L,

4.6(b) I SIMH{§ZRT, FRHIEIZKXA ¥YEY F 7B —7ITNVL, NV2 %
NV3 & %17z, NV1 & NV225 5 PLEE ODMR AXZ bLEBELNZ L
WED, 20220070 =7 NVHLOFET 5 Z & 2R L7 (M4.6(a), (d),
(e), (f)o K4.6(c) ® PLEIRTIX, NV3DXAYEY NI —2MRTE D)o
72o ORI, FIBIITH®D GaAf Ao 25DX X —II12 & NVHLOIIER
EEZBND, K4.6(a)  (e) ZHELET 2. PL AV Y MDY 500 keps DZED B
%, ZAUI. NV3DPLEBREZEOLNIZLBERET S . NV2 & NV3 IZERHH
DFIBMTIZED, Gaf A VDBEAYEY FRIZEAL, NVHLBEEX -V %
I T3 eEZHN5,
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1.02 /27 255740 015MHz
(a) — (b) 1.004 - ((I)=it/tlzng-ci:é:st:of;gr/:ﬁRaw»contrast: 5.12%)
E
% 1.00 5
g £0.98-
5 g
3 0.98 T
£
o 5 0.96
b4
25 30 35
frequency [GHz] 0.94 - : ‘ ‘ ; ;
0 100 200 300 400 500
T(ns)
(C) % 0.02- — T3 =16.1+06 s (d) %0.02_ — T,=122+05 s
C C
9] g
< IS
80,01+ 3
= = 0.011
© © "
£ £
2 2
0.00- : : .
0 5 10
27T (us) 27 [us]

4.7: (a) NV1 225D ODMR A7 F L, (b) Rabi #RE2* 5 7 = 90ns Z FHIE S
biTze (c) & (d) IRy a—atllofRERT, INTRSGHRE By = 19m T
Tl E N7z,
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ES5E RIBECSERORE

H1ETIE. ZRETONMR DL & FHRRBICOVWTHERTH,LSH, X4 VE
¥ FH®D NV-NMR & NMR % L7z, & 512 NV-NMR FHlloBRIZ DWW T
bR L7z, REIZ, RimD HI MBI OWTERI L 7=,

H2ETIE. NVHLOMED? S, BFME. ODMR GHAS T NV UL TH
WHNB T EIREN, Th, Ty DoSILRASY —4 v RIZOWTEEh Lz,

HIETIE, NI XA YEY FEREICCVDIEL D SIRE 2C B2 RE L.
B2 F— AR NREETA A VIEARK. MEAL NVHLZER L, &&FT
Zray 7R NPT & T AR 2 2 REEDEER & HE BB THIE L.
NV-NMR GHINZE L 72 5F 2 HHik U7z, £ OFER, F—X& 1 x 102 ions/cm? &
3 x 102 ions/cm?, NIREE 3keV DIEE T H 2 Lffamif 1 720 Fo. BN
IBEFEIX. 3 x 10" ions/cm? ¥ 3keV DEEAMFT 44T /VHz TH - 7=,

HABETIEK, EBEXAYEY FNVHLT B =T L5F /7 X5 =)L NMR &l
KA 727 v — TR To72, XAYEY FF v 7 REICFIBIMTICE D, HIL
XEZDII3IERDEAYEY R0 —T2E- L, ZOXAYEY R B —
TEINTFNILAY P IR MR YT a—JETHli Lz, 5%, 7 v EKR
VrEET7T7uy =7 ECIDXAYEY R -T2 ExE, AT
a—gtc kD 7 v FEEKAL YD NMR EEZ&HT 5, 7A ML LT
79 EBAE YWD, BARAFITIEEAEFELRWEDTH 5,

Pk, EAXYEY RNVHLTB—TIC&D, 73 VBENRY L7122 KICNV-
NMREHIB L UIA X =P Y I ZBERFPTEHLZVWEEZTWVWS, ZORE, 4
BETHWE NV LTI, REDS 40nm IEL Y I ESHRHICELTW3
LIXE ARV, £ T, HIFETIENV-NMR JIE I REZIEET L F—X&%
KDize TO2ODMREFMAEZIET, ZNETAAREL > TTFEDOREI R X
YRZBDRFTNMR & 7 F Lk F ) X— b VAT — L DL fREECTEIEIS %
ek HEET

43



CfT

AFFEDEMICH T2 D, FLRHHRE X b TRV WLl F LI, O
K OEEHER L R %39, Z¥e4i2iE. Dominik Bucher ZBUZ ¥ DD 72D D R 5
4 RER, BPESEIET 2 - DICHXMHANREH T 2 FHORHIR Y, £
COETIPNWEEZ Lz, ZOENF T, ¥R 2 O Eh TH ¥ %E
BT 2D TEE Lz, o, EEFRPRMOBEICHBMINICSNE &
TV EFE Uiz, BIUEEDPBHD T A2 RIRT 2LRERETHRS 22T, £L<
D¥UEFLIEDTEE Lz, ZORBREED L. ROERERTIX. BSH
FHEMINCRRIR L. KAZBIER Z DN TEE Lz, DEDEEHHL EIFE T,

I 2 ANV ITREKY Dominik Bucher %1213, 2023 4 6 A2 5 12 H DF4ER
IZ Bucher St THIEI BTV EE L, ZOMBOMANETEZHE 3ED 12C
XA X Ty RREE-NV FLOZ Y VR 1D F Lz, RERICIE,
a2 UAVEEBCHER LY Y T RRBE L TW R E E Lz, D& DK
LETFET,

L5t w928 Dr.Dwi Prananto FKIZi&, NV HDLO OV ZEHHIZ 10056 T
WCTHREL TWEREE L, RCiE. NMRICEE T 2 BEAEN LTS D,
NVHLTORAE YT a—DHfREHED 2 e BN TEF L, 51213, python
WEBIUIRE, TV e Th 74y 74> 7Da—REEH-LTLZED, Z2OHT
DN o 72ROV THIFHE L BAZ TV EE L, £/ £AVEY
RHIUCIEET 2 BOC NV MY D KD REELRIZTOrRY ., AV
NV HLOMEBEERICOWTHERT 22D H D, 2T K o TNV AULADOHfE
PRE B2 TR, —BEKERO XS ICRD £ Lz, AEHICBVWTD, &
FEDITINICERECE VRS LT, HARGEEZ R A D, v 324k,
P RELEZ LT ZEIDE L, B¥ERD. D ORVHEEZHUNCHZ T
{BEBRE, ZOOLAIKEREWEEE L, LDEDEHHL LIFET,

TR E MFEEMEFEKICIE. ODMR JIEEE L LRy —F 2D 7a s
TLERERBIOS AT 2OHHAREEFHICTEICHZ T EIVWE L, D
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K DEHH L B E T,

e 22364 Dr. Thitinun Gas-osoth K225 Z < DIEF LOSEE W22 %
F L7 T2 FAD I 2 UANVEZEDORRICIE. DK NTH % Boom K ¥ Cake X
PN LCWEEE Lz, ZO2ANICEDELVWHEFAIIRDE L2, DI DK
E LAY O3

LI E Yifei Wang KICIE, R DE4ETDXAYEY FE¥T—% FIBN
TRXAYEY NREZ FKULET 22, DRESBFAZRLTINLD, &
LEADT EARAL RV EE L, DEDEHVELET,

TWRE FEEOBFERKER, B 200 LEBHKEARAKIE, v=2
TNMERE L TL XD FIBEEY Pt-Pd 28y X)) v 7EEEOMFHEB L LK
WS 2 RS 2 2 e A TEF Lz, DoV E T,

JBESEIBIAEM KRR F/ ~T7 V7T 7/ udty X— HaEFE—RIC
. A THWA FIBREDOIW D FVIEEZ W EE L, BEOREZ Y
R—=PWZELIDBLHL LT ET,

AN HEFHRE SN EE BRI, BT — <R OFEOBIC, I 2
YTDT 28— MEL, EVHFEGIES RA VAEEBANDT NS RO Z R
ARG, T SADMEE WX E L, £/, BFOIEFICTEICEEL
TWEEE L, DI L LT XS,

FHEE O FHMAEREICE, BT - IROBEOATED T RN 7R ¥
HEX D BREVW W EFE Lz, o, LHEEDSRITRH#EI NS =T 1 —
WKHBHEWEEE, MOMREDOHT A RMERTTELLEVWE L, &5
W2, RFEBGEHOBFHFMZICB VW THOREBMEFICR D E L, /2. LHWFR
FEORARBHK, 22340 Lin Cunjian [, FIEBEK, ZAEEOBEMNEREK, =
HAFK, SAYXRK, 2 LU THAMBBOTLH HIERKICE, WO b2 (R
ELoRFEZ L TWREE, DEFINHEZEBEZITIENTEE L, BHHROZE
RIS DEHHL LT ET,

KR DEE B TDH 5 RAEFTFLER, BB, \WOWmEEEEE, 2L TH
FHAKEOBHZERZRIOD I D EHHL BT E T,

BRIC, TNETOPEAEE L XX THOWEREE RANCELE#H WL ET,
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0 2.70 272 2.74 2.76 0 20 40 60
frequency [GHz] 27 (us)

A5 (a) 7V Y MERE a4 VORYERTH 5, FROF IR LITKA Y E
Y RERIDEEINT VWS, (b) FIBIITLLZXA YEY YT =550 PL H{%
(8pm x 8 pm) TH 5 (FAHIWFFLE Dr. Dwi Kb 682X 72), (¢) ODMR R
27 bobo (d) JEB%L 2.70-2.76 GHz 1D ODMR AR h L, (e) 7 LIRE, (f) R
¥y a—tl,

T =3/f =3/(10.7058 MHz/T x 4.96mT) = 56.5 ps DALEICT 4 v THEETH
X, BCEFHMTER iR TE %, MASK)DZF7 7 RIic1/f & 3/f D%
RAFCR L7z, EBRTIE, BC O ACHBOHEN X v LN, BEHRENK
RLTWRW2r =1/f+1/f =2/f =29 s ITHY$ 2 EE KM O 35 kHz %
PUERE e LTHW . ZORE, IRIEEEZ 500mV, 1, 20V e Z{LEE RN 5 R
Yy za—iHilE1T - 72 (K A.6(b), (c), (d))o
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2T (us)

(3),,. (c)
2" —— T,=234%23ps % 0.015+ == R s
(/2]
2 29 ps | 29 us
= £ 0.0101
5 0.01 D
S (0]
S 5 0.005
— @ U. T
g £
5 | (o]
£ 0.00 Z 0.0004_ , . :
0 20 40 60
( 27 (us) (d 2T (us)
:‘? 1015 — T, =183%19us abOZ' — Ty =28+0.3 us
%) ‘»
z 29 ps 2 29 us
IS IS
B H—
2 £
S =

2T (us)

A6: (a) BELUATBZEIIIL TOWRWIKREETO R Y Y T a— DfiR, BELUE K
#5035 kHz(29 ps) 2 HRIEE L 500 mV(b), 1V(c), 20 V(c) THIML 72,

60



A.3 ODMR ZAR7 kL (RHAEE)

(a) '
=100 rww (2)1.00 (93)1.00 g)1 00 w
S S A S,
B k7] ® 0.98 » 0.98
LEu 0.98 % 0.98 % g
] 8 8096 g 046
P F 0.96 2 7
0.96 0.94
20 25 30 35 40 20 25 30 35 40 20 25 30 35 40 20 25 30 35 40
(b) frequency [GHz] ( ) frequency [GHz] (h) frequency [GHz] frequency [GHz]
e (k)
1.00 1.00 1.00
. M‘WMWW = = 100 MWMW
s, S, S, s,
Gogs Zoos Foos %098
= k= = b
Q o o o
o o o o
£ 096 Z 06 2096 g2 096
20 25 30 35 40 20 25 30 35 40 20 25 30 35 40 20 25 3.0 35 40
frequency [GHz] f frequency [GHz] . frequency [GHz] frequency [GHz]
(E)l.oo ( ) (I_)1.oo (I)
_ 5 .
2 100 a F) 1.00 W
Gos9s 3 % 098 3
g ‘g 0.98 g ‘g‘ 0.98
5 0.96 S - 8
2® 2 z® :
0.96 0.96
20 25 3.0 35 40 2.0 25 3.0 35 40 20 25 3.0 35 40 2.0 25 3.0 35 40
frequency [GHz] frequency [GHz] frequency [GHz] frequency [GHz]

A.7: (a) MIBREE S5 keV, F—X& 1x10% ions/cm?. (b) 3keV, 1x 10" ions/cm?,
(c) 2keV, 1 x 10%ions/cm?. (d) 5keV, 3 x 10™ions/cm?. (e) 3keV, 3 x
10"%ions/cm?. (f) 2keV, 3 x 10™ions/cm?. (g) 5keV, 1 x 10%ions/cm?. (h)
3keV, 1 x 10" ions/cm?. (i) 2keV, 1 x 10'?ions/cm?. (j) 5keV, 1 x 10 ions/cm?.
(k) 3keV, 1 x 10" ions/cm?. (1) 2keV, 1 x 10! ions/cm?.
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A4 NV~ Q%R (RHREE)

BHEHER (AL9) 5 Gwyddion Z W THENHEEZE T L, Ml F—X&
T7mvy b7z (KAS8(a)), NIEEE 3keV & 2keV Tld, FRFICH RGN
L7

NV™ OAEBEROEHFIEICDOWTIERNS, H—NVHLD (Hariid731229) TlE L —
o7 — 250 pW THIEHE 49.3kcount /s TH o7z, ZOHEERMEL LT, L —
PHEE 17.20W DA ICBITZ L —F — 2Ky NARTFEET 2 NV HLEEEE

L7z
I(PLintensity esemble)

N, —
"™ Tnv(PLintensity single)

(A.1)

Ni(Number of NV per area)
Np(Number of ions per area)

Np . V=% XKy b DM (406944nm?) L BRA 4 VY FADED F—&
D BHRDTz 65, D 72 NV AKX 0.57% 06 7.4% OHIPITEH L.
1 x 102 ions/cm? 7 6 2BUTHEM T 5, Z OMEMAIX. UOBFEERE —H L TW»
% [66](A.8(b))s

Yy —

(A.2)

(@) o 2keV (b) ® 2keV
% 2000 ® 3 keV 6 ® - 3keV
&, 5 keV = 5 keV
E z4°
[
9 1000 - : & o
i 8 ¥ L ] 2 :
0% ° . , . , . S—
1 10 30 100 1 10 30 100
Dose [ions /cm?] x10%1 Dose [ions /cm?] x10t!

A8 (a) F=RREPLAYY by (b) HRF—XRE NV DMK,
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A5 HER (RHAEE)

3.6 Mcps 1.13 Mcps 531 keps [T 180 keps
30 w0 B 150
2.0 Ty : 100
0.50 : 200
0.0 0.00 ; 0 13
1.15 Mcps 803 kcps 205 Mcps 71.7 keps
600 A 150
40.0
0.50 400 100
0.00 3 0 0.0
910 keps 580 keps e 477 keps 75.6 keps
| 60.0
600 400 300
40.0
400 200 200
0 0 0 0.0

X A.9: (a) MEHREES5keV, F—ZX&E 1x10% ions/cm?. (b) 3keV, 1x 10" ions/cm?.
(c) 2keV, 1 x 10"%ions/cm?. (d) 5keV, 3 x 10Z%ions/cm?. (e) 3keV, 3 x
10"%ions/cm?. (f) 2keV, 3 x 10™ions/cm?. (g) 5keV, 1 x 10%ions/cm?. (h)
3keV, 1 x 10" ions/cm?. (i) 2keV, 1 x 10?ions/cm?. (j) 5keV, 1 x 10 ions/cm?.
(k) 3keV, 1 x 10 ions/cm?. (1) 2keV, 1 x 10" ions/cm?.
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A.6 JFEREBEAOER (RHAXE)

1.02

1. 1.02
(a) —— Exp593% —— Fit5.85%(Qn/2n =15.317£0.03MHz) (d) — BpT81%  —— Fit7.90%(Qs/2n =15 674+0.033MHz) 2 —— Exp782% —— Fit7.42%(Qn/2n =16.095:£0.032MHz) (.I )1 e B
z 1 00 oo
21.00 2 2
§ g g
2 £ 098 Z 095
=
goss B i
3 5 0.96- ]
£ £ Eos0
5 5 5 0.
S 096 P S
094 . . . o 0.
0 50 100 150 200 [J 50 100 150 200 0 50 100 150 200 ] 50 100 150 200
< (ns) T (ns) T(ns) ©(ns)
1 1.0 02 —— — — Sy ry—
(b) e BREN%  — FLETIMANRT=ATIEL002TINE) (e) e BRI —— FLSATQNRT=1502850046He) (h} > B3NN — FBITHON2N=1688520.03MH:) (k)mZ Ew007% FILO.48%(0/27 =16.674=0 039MHz)
21.00 21.00 21 2'1.00
B 2 2 2
2 k] 2 2
<098 =098
g ] S o6
5 9 ]
2096 £ 096 Eos
2 2 2
092
094 0.94
X
0 50 100 150 200 0 50 100 150 200 [} 50 100 150 200 50 100 150 200
T (ns) T (ns) T (ns) T (ns)
1 10 Y 1.02
—— EXpT32%  —— Fit6.A5%(0y/2m =16.758:-0.064MHz) —— Ep533%  —— Fitd39%(Qn/2n =16.5380.119MHz) —— BpTAM%  —— Fit6.60%(0/2n =17.373:0.07TMHz) —— EXpOOTH  —— Fit..06%(Q/2n =16.613:0.05MHz)
1

—
Normalized Intensity "¢
AN,

Normalized Intens

Normalized Intensity

X A.10: (a) IIEREBEE 5 keV, K — & 1x10% ions/cm?. (b) JEHEETE 3keV, K —X
1 x10%ions/em?. (c) MRABE 2keV, F— X 1x10% jons/cm?. (d) HHAEE
5keV, F—X& 3 x 10 ions/cm?. (e) MEEME 3keV, F— X & 3 x 10'? ions/cm?.
(f) MEBEE 2keV, K —X& 3 x 10%2ions/cm?. (g) MEEE 5keV, K —X&
1 x 10" ions/cm?. (h) NEFEE 3keV, F—XE& 1 x 10" ions/cm?. (i) HIHEE
2keV, F—X& 1 x 102 ions/cm?. (j) NMEBE5keV, F—X& 1 x 10" ions/cm?.
(k) NEBEE 3keV, F—X&E 1 x 10" ions/cm?. (1) JIEBEE 2keV, F—X&

1 x 10 ions/cm?.
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>
\]

T, fBth (REARE)

( (d) (9 ()
% o b:2.74 [ms] it b:2.75[ms] 5)1'00 b:2.68 [ms] 7 100 b:458 {,'2;]]
g 0.75 c:1.11[ms] % 0.75 c:2.75[ms] % 075 c:2.68 [ms] £ 075 R2=0.973
8 R2=0.982 S R2=0976 S R? =0.987 e SD =11.227%
§ 080 SD = 3.923% g 050 SD = 4.396% g 050 SD =5.614% § 0.50 T1=4.58 [ms]
S0 T1=2.74[ms] s T1=2.75 [ms] T 005 T, =268 [ms] s
g™ £025 E 0 e . £
S ) S S 5 5025
Z 000 =% 0 Z 000 . z
00 25 50 75 10 00 25 50 75 100 00 25 50 75 100 00 25 50 75 100
Time (ms) Time (ms) Time (ms) Time (ms

(Pgo (e)1 00 (h) ( (k)1 0 (b -)1 88
e b:2.02 [ms] 5 b:2.27 [ms] 5 100 b:2.75 [ms] g oi18s {,”,}g}
s ¢:0.04 [ms] L0715 ¢:0.3[ms] g c:2.75[ms] = 2 =
£ 0.75 £ 0. 2 5075 £ = 089880,
. R? = 0984 5 R? =0.998 g R? =0.966 805 " Tr=11.88[ms]
= 050 SD =3.785% © 0.50 SD =7.872% 2 0.50 SD=15257% | g ’

N T, =2.02 [ms] N T1=2.27[ms] i) T, =2.75[ms] S
go2s ! go2s go2s ! s €00 R
S S S S e
Z 000 | 2000 . Z 0.00 " 2 "
00 25 50 75 100 00 25 50 75 100 00 25 50 75 100 00 25 50 75 100
Time (ms) Time (ms) i Time (ms) Time (ms)

(‘1:)00 (f)1 00 (I)1 00 ® 1.0 b:1.34 [ms]
e b 1.25 [ms] 5" b:2.26 [ms] % b:2.16 [ms] B c:1.34 [ms]
Lors c:237862577.69 [ms] | £ 075 €:2.26 [ms] £o7s ¢:2.16 [ms] Z R? = 0.951
8 R2 = 0.996 s R? = 0.999 8 R2=0975 3 05 SD = 14.404%
§ 050 SD = 6.488% g o SD = 212 64;31%] g 050 SD =8.752% B T1=1.34[ms]
3 T1=125[ms 3 ¢ S\ T1=226[ms 3 Ti=216ims] |
£ 025 ! (ms] 2025 g 025 g
5 5 5 500 .

Z 000 o <000 5 Z 0,00 = 2 .
00 25 50 75 100 00 25 50 75 100 00 25 50 75 100 00 25 50 75 100
Time (ms) Time (ms) Time (ms) Time (ms)

X A.11: (a) MEEFEE S keV, F— & 1x108ions/cm?. (b) NEHBEE 3keV, K—X
= 1 x 103 ions/cm?. (c) MIEBHE 2keV, F—X&E 1 x 103 ions/cm?. (d) MEBE
S5keV, F—X& 3 x 102 ions/cm?. (e) MHEE 3keV, F— & 3 x 10" ions/cm?.
(f) MHBEE 2keV, F—XX& 3 x 10?ions/cm?. (g) NEBEE bkeV, F— X &
1 x 102ions/cm?. (h) JEBEE 3keV, F—X&E 1 x 102ions/cm?. (i) MEEE
2keV, F—X& 1 x 102ions/cm?. (j) MEBE 5keV, F—X& 1 x 10" ions/cm?.
(k) MEFBE 3keV, F—X&E 1 x 10" ions/cm?. (1) MEBE 2keV, F—X &

1 x 10" ions/cm?.
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(a (d) Q) @)
> 101 — »10 . R 210 . R > 1.0 . R
2 — m=d2ps |8 — T=62ps g — T=97us 'g =284
2 £ 2 £ SD =8.2%
= £ SD =7.2% 05
= 054 sD=18% |05 sD=45% |Zo5 o |E
[ @ o [
N N N X
5 5 g 5 00
£ £ 0.0 E00 E
S S S 5
=00 = = Z 05l ‘ ‘ ‘
0 20 ) 60
27 [us] 27 [us] 27 [us] 27 [us)
(b) (e (h) (k)
= 1.0 . Fit >10 o Fit > 1.0 o Fit. > 1.0 o Fit.
é — n=saus | B — n=ssus | 2 — m=93us | @ — n=t24ps
o Q Q
05 SD=52% |E 0.5 SD=53% |Z g5 SD=614% |E g5/ SD =8.1%
%’00 goo £ 0.0- £ 0.0-
¢ S S S
z z = =z
0 20 40 60 0 20 40 60
2T [us] 27 [us] H 27 [us] 27 [us]
(c) (f (i )
E 1.0 . it >10 o Fit 2 1.0 * Fit. >10 « Fit.
2 — T=25us |'Q — T=a9ps |2 — T=stus | @ — T2=55us
£ g g s R
= SD=26% |Z05 SD=37% |E s SD=40% |E05 SD=5.7%
505 = = s
[0} (0] Q (5}
= i N &
E £ 0.0/ E ool oo
S00 3 50 5
0 20 40 60
27 [us] 27 [us] 27T [us] 27 [us]

X A.12: (a) IEEES5keV, K —X& 1x 103 ions/cm?. (b) IEEE 3keV, F—X
& 1 x 10" ions/cm?. (c) NIEEBE 2keV, F—X& 1 x 10" ions/cm?. (d) NHEEE
5keV, F—X& 3 x 102 ions/cm?. (e) JIEEME 3keV, F— X & 3 x 10'? ions/cm?.
(f) MHEE 2keV, F—X& 3 x 102ions/cm?.  (g) MHEE 5keV, F— &
1 x 10 ions/cm?. (h) MEREE 3keV, F—XX& 1 x 10%ions/cm?. (i) NHBEE
2keV, F—X& 1 x 102 ions/cm?. (j) MEABEHE 5keV, F—X& 1 x 10 ions/cm?.
(k) NEBE 3keV, F—X&E 1 x 10" ions/cm?. (1) MIEBE 2keV, F—X &

1 x 10" ions/cm?.
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A.9 BucherfAZEZEDIHFERE/NILAFIEHZRD
e X b

TR Fad oS
AOM Gooch&Housego 3250-220
APD Laser Components A-Cube-s3000-03
HWP Thorlabs WPHO05M-532
Laser Novanta(Laser Quantum 1) opus 532(serial No. 6577045)
PBS Thorlabs PBS10-532
T v R (f) ) Thorlabs LA1172-ML
P X (1) Thorlabs LA1213-A
V) RA~v—=YaryL X Edmund optics TECHSPEC N-BK7
BRI 2 > 7T —L X Thorlabs ACL25416U-B
QYT RRAT 7 AI)VE— Semrock BLP01-647R

R A3 LAY X b

i AR 2ttt B R
DAQ NI USB-6281 16 Al, 18 bit 625kS/s
MW Amplifier ZHL-16W-43-S+
Pulse Blaster Pulse Blaster ESR-PRO (dv2)
RF driver 1250AFP-D-6.6
RF signal generator SynthNV (glay)
Splitter/Combiner ~ Mini-Circuits Power Splitter/Combiner ZX10-2-42-S+ 1.90 — 4.20 GHz
Switch Mini-Circuits switch ZASWA-2-50DRA+DC-5 GHz
90° splitter Mini-Circuits 90°splitter ZX10Q-2-27-S+ 1700 — 2700 MHz

F£ A4 HA%SS L EEHBY 2 b

67



A.10 ODMR A% kJL (Bucher Hi3EE)

2 Toet
(Q) 1000] ArMRANT AL ity | (D) 1000 e /I,,.,,gxwm«uwe(v (€) 1000
E 0.995 5:'; 0.995 \)' E 0.995
f [ 8
§ 0990 § 0990 § 0990
3 M 3
T — st T — st L
0985 — 2d 0985 — d 0985
3d 3rd
200 202 204 206 208 210 205 207 209 211 213 215 205 207 209 211 213 215
MW frequency (GHz) MW frequency (GHz) MW frequency (GHz)
, ! ~ IO Reibnl 1 . Rwraadalstipds
oot (8) 100] AenrdmmrmAve, e (f) 1000 WW
S 0995 S 0995
s s
g 8 =
2 2 — 1
g g
§ 0990 § 0990 ond
3 3
— st = — st T 3rd
— 2nd 0985 — 2d 0985 — 4h
3d 3rd — &h
200 202 204 206 208 210 200 202 204 206 208 210 205 207 209 211 213 215
MW frequency (GHz) MW frequency (GHz) MW frequency (GHz)
(9) 100 (h) 1o (i) 1o momwm
3 095 3 0995 3 0995
T-%/ Tg ‘-§ — st
£ — st £ £ — 2d
g g g
§ 099 ond § 0990 § 0990 ad
3 3 3
[ 3d a — st [ — 4h
0985 — 4h 0985 — d 0985 — Sh
— &h 3rd — 6t
210 212 214 216 218 220 210 212 214 216 218 220 210 212 214 216 218 220
MW frequency (GHz) MW frequency (GHz) MW frequency (GHz)

A.13: ODMR AXRZ b (ARG 26 mT, 28m T, 29mT): (a) HIE#HEE
5keV, F—X#& 1x 10" ions/cm?. (b) HEE 3keV, F—X & 1 x 10" ions/cm?.
(c) MEBE 2keV, F—X&E 1 x 10%ions/cm?. (d) NIHBE SkeV, F—X&
3 x 10 ions/cm?. (e) MFHFEE 3keV, F—X& 3 x 10 ions/cm?. (f) HIEHEE
2keV, F—X& 3 x 10 ions/cm?. (g) MHEE 5keV, F—X& 1 x 10" ions/cm?.
(h) MEBE 3keV, F—X& 1 x 102ions/cm?. (i) NEBE 2keV, F—X&

1 x 10'?ions/cm?.
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A.11 S EIREIEHAIDFER (Bucher FZEE)

1.00
(a) — st | (b) 10 — st | () ™ — 1
- Z\d — 2’|d — 2d
— 099 —. 099 — 099 N2 3rd
E)
s s 3 4h
>
Zoss % 08 Z 0% — 5t
- e - ==
T 097 g 097 F 097
096 0.96 096
0 50 100 150 200 0 50 100 150 200 0 50 100 150 200
Pulse duration [ns] Pulse duration [ns] Pulse duration [ns]
(d) — 1ot (e) 100{ = — 1t (f) 1.00 W— st
— de — 2nd — 2nd
— 099 —. 099 3d . 099 3d
s s \\ s — 4
=
Z 2098 2098 — 5th
§ 097 & N §
E = €
& 097 & 097
096
0.96 0.96
100 0 100 150 200 0 50 100 150 200
Pulse duration [ns] Pulse duration [ns] Pulse duration [ns]
1 .
@ ™ W sl () —=l® =
— 2nd 2nd
=099 d — 099 099 o
B — 4h H ) 4ih
g 098 — 5th g 098 E 098 — 5th
— 6th
& 097 T 097 g 097
0.96 0.96 0.96
0 50 100 150 200 0 50 100 150 200 0 50 100 150 200
Pulse duration [ns] Pulse duration [ns] Pulse duration [ns]

A4 T ERENEHI: (a) MEREE 5keV, F—X& 1 x 10" ions/cm?. (b) JIH#E
JE3keV, F—X&1x10" ions/cm?. (c) MEEE 2keV, F—ZX& 1x10" ions/cm?.
(d) MEBE 5keV, F—X& 3 x 10 ions/cm?. (e) NHBE 3keV, F—X &
3 x 10 ions/cm?. (f) NEEE 2keV, F—X& 3 x 10" ions/cm?. (g) MIHEE
5keV, F‘b—fil x 10" ions/cm?. (h) NIEBE 3keV, F—X& 1 x 10'?ions/cm?.
(i) MEHFBEE 2keV, F— & 1 x 10 ions/cm?.
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A.12 T f##h (Bucher fiEE)

(a) 1.0

08 b:0.9352 [ms]
£l
©
= 06 c: 3.6896 [ms]
8
e
8 04
-
a
02
00+ : r : : :
0 2 4 6 8 10
Time (ms)

®) "]

b:0.2181 [ms]

£l
© :
g 06 c:2.9794 [ms]
=
8 04
-l
a
02
00+ ; . ; ; .
0 2 4 6 8 10
Time (ms)
(C) 1.0
08 b : 0.5553 [ms]
— o
=
S 06 c:4.5616 [ms]
8
§ 04
-
o 02
0.0
L]
0 2 4 6 8 10
Time (ms)

(d) 1.0

(f)

PL contrast (a.u) PL contrast (a.u)

PL contrast (a.u)

08

06

04

0.2

0.0

06

04

0.2

0.0

1.0

0.8

06

0.4

0.2

0.0

b:0.9182 [ms]

c:3.4749 [ms]

2 4 6 8 10
Time (ms)
b:1.0[ms]
c:6.2094 [ms]

2 4 6 8 10
Time (ms)

b: 0.4576 [ms]

c:2.341 [ms]

2 4 6 8 10
Time (ms)

A.15: (a)-(c): MIEBHE 5keV, F—X& 1 x 10 ions/cm?. (d)-(f): fI#HEE

3keV, F—X& 1 x 10" ions/cm?.
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p

PL contrast (a.u)

(h)

PL contrast (a.u

(i)

PL contrast (a.u)

04
02

0.0

1.0
0.8

o
o

o
~

o
N

o
o

1.0

0.8

06

04

02

0.0

b:0.2537 [ms] 0.8 b: 0.8996 [ms]
El
c:2.9385 [ms] T 06 ¢:0.9066 [ms]
8
g 04
-d
[on
02
L L] L]
0.0 °
0 2 4 6 8 10
Time (ms) Time (ms)
[ (k) 1.0
b:0.3921 [ms] 08 b :0.487 [ms]
El
c:1.2958 [ms] :_3, 06 c:1.7082 [ms]
S
S 04
-
a
02
. 0.0
0 2 4 6 8 10 0 2 4 6 8 10
Time (ms) Time (ms)
b: 0.7474 [ms]
c:2.9542 [ms]
L]
L]
.
0 2 4 6 8 10
Time (ms)

A16: (g)-(k): MEFEHE 2keV, F—X& 1 x 102 ions/cm?
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(a) 1.0

0.8 b:0.761 [ms]

06 c:3.0766 [ms]

04

PL contrast (a.u)

02

0.0

Time (ms)

(b) 1.0

0.8 b:1.0651 [ms]

06 c:3.4078 [ms]

04

PL contrast (a.u)

02

0.0

0 2 4 6 8
Time (ms)

(C) a8 b: 0.8786 [ms]

0.6 c:3.3065 [ms]

04

PL contrast (a.u)

02

0.0

T T T T T

0 2 4 6 8
Time (ms)

(f)

PL contrast (a.u)

PL contrast (a.u)

PL contrast (a.u)

o
D

o
~

o
N

o
o

o
D

o
S

o
N

o
o

1.0

08

06

0.4

0.2

0.0

b: 0.9329 [ms]

c: 3.5066 [ms]

2 4 6 8 10
Time (ms)
b:1.2268 [ms]
c:3.7602 [ms]
2 4 6 8 10
Time (ms)
b :0.6485 [ms]
c:2.275[ms]

Time (ms)

ALT: (a)-(c): MEFEE S5keV, F— & 3 x 102 ions/cm?. (d)-(f): JNHE

3keV, F—X#& 3 x 10 ions/cm?.
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PL contrast (a.u)

PL contrast (a.u)

PL contrast (a.u)
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Y L]
. s L
0 2 4 6 8 10
Time (ms)
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0 2 4 6 8 10
Time (ms)
b:0.1638 [ms]
c:1.2041 [ms]
L] °
hd .
0 2 4 6 8 10
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PL contrast (a.u)
° o o =
B (=] @ o

o
N

o
o

b: 0.1934 [ms]

c:1.0396 [ms]

4 6 8
Time (ms)

A18: (g)-(j): MEEFEE 2keV, F—X& 3 x 10'?ions/cm?
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PL contrast (a.u)

o
o

o
~

PL contrast (a.u)

o
N

0.0

08

06

04

PL contrast (a.u)

02

0.0
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