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Nanodiamond/Nano-Gold Film for Room Temperature High-Efficiency
Single Photon Sources

Student: Cheng-Yen Tsai Advisor: Dr. Wen-Hao Cheng

Department of Electrophysics
National Chiao Tung University

Abstract

The thesis is devoted to develop nanodiamonds which possess single photon
emission at room temperature. In order to improve the generation rate of a single
photon source, nanodiamonds placed:on the gold film which is coated with a
dielectric material enhanced spontaneous emission could be reached. Via
fluorescence spectroscopy-and second-order correlation functions measurements,
the single-photon sources could obtain higher emission rate by using this
hybrid-system. Theory and simulation results confirmed that plasmon polariton
in dielectric layer produce high-density confinement of the electric field. Hence,
(N-V) center with strong electric field ‘can lead to a higher rate of spontaneous

emission.
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BRIE[6][7T]ME R L [8] - BT RO BEHIERF ~HTFWE
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WP o] B H A2 5 =7 (Quantum bit, Qubit) > 12 &+ & 0> v
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BB 70 - Iﬁiii}iiﬁ’”f]ﬁ{i; RABHT EF BB

BRI Efrd F RABE G S *?Jéi;%‘b%uﬁ”@@ﬁ?ﬁ’ ] gt
boir BERAT BB LRBET R A LR RES PR AL
Ao P EFRkARALEF =4 Hk+ (Single photon source) %k ~ i
4§ % ¥ (Continue variable ) % i4e! %8k  ( Entangled state ) £k o
HEF v - AAAEF o5 2572 F 24l 971y f{f?x’z%‘iﬁiﬁl&z
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IR B o KA oI NP LB RSE L IR T BT AL %
A oA AR LA ER SR AR 2k
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A2z %07
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”ffi%&’; & AT Tf::* # 3% (Plasmonic cavity ) > & § 34k &

A TR Y o TR E R Sk T F A Rk [11][13] -
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SRR AL - PRI DET B E o gFP DN 0 FRPE
FEAEFAPABICFE BT 2 EFRE SR DA I HEE o 3 K HPT D
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A £ R g § -7 4 ¢ < (Nitrogen-vacancy center, N-V Center )[ 16 ]

[18]: 4 [® 2-6) £ H EF f 2 mf e (N-V) o HET P N-VH st

EFHERY DR ANEFTET LG Ak FRATLE [19]2 4
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Type Ib Type laA Type laB
Defect Point  ZPL N T
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b, 61 ) T T 7412 898 255 0014
6y 574 pesessssassseees G 637.6:---2697 k16 0.99
NN acsiiiiians Gy 5754 600
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222 3 KHEE N-V P w2 S FF g L5 s
ARHEEPN-VE w5 a¥Fa B - SR e N-V) > 7 - 5
FE R A (N-V)T o iga fddkhay & & L 4o [R 2-7] #r7 > 2

Ak A FF AT 576 nm ]800 nm o

4y
o
By
R

(N-V)’ &4 % BEF (28] ApMSRUAELBRE T - BT I8
FPw o AR IABTIEFRIPIEE BB IFF I BRI D
(N-V)*» (N-V)? ePL & ¢ 3 — % %5 4 (Zero phonon line, ZPL) =3+ 576
nm > 2% 43580 nm ¥ 650.nm 2L %S % 4 5 (Broad phonon
sideband ) - ;ﬁ BRI e - TR S S R 5 (N-V) 4
Fi o

(N-V)" B#5 3~ BT+ 8 NV i ehis- BT 3R %
B rk o (N-V)” ehE %3 Az 638 nm» %5 3 F 2050 4 *% 650 nm -
800 nm 2. FF o (N-V) ¢ weng 7 % = S F Al > ¢ 2 A% &

ORI R — 8 Re i 48 & ch 7 48 ik (Metastable state )[ 29]-[ 31 ] 4-[ B 2-8]

#1575 o ¥ d 7 F p %% $& (Electron paramagnetic resonance, EPR ) ¢ % % F
TRABEFEFLES PR ELRTN 3R [32]-[34] &4 P (N-V) A4

2 BT Itz idd oo de [B 2-9) %97 o
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T2p, T2p, S
025* *T
02s 4'1‘
=1
[®B 2-9] (N-V) # e Spin S=1 (spin triplet with two unpaired

electrons ) °

P
) 5 Kol 0 P
Py |Z| Ky TKyTK; Ky Py (2-1)
) 0 K —K p
23 32 3
p;
B pdom b fiehd 3o ky 2 & B2 B g itd o il R
Fh p,(7)
T T
K,,K . T
ELSPLEY z :
pz(r)—T-l—Cze > +Ce 7, (2-2)

B ry v e BRIAG R BRI RESE W - C e G

7 & ¥ BT -
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2'23=2/Ai\/A2—4B, (2-3)

k]

A=K12+K21+K‘23+K32,

B = K,Ky; + Ky Ky, + Ky K,
9

C, = ]
’ K32(Tz _73) ’ 2-4)

X C3:- 1 -C2 °

FoES FEA o FHEF AT I FABITNE (x,—0) 0 wpd Lk

ETTRS

ey v g

K T OWEE (2-5)

e e FER 0 LRE LR E T B

Ky, =1/ (1+C7)), (2-6)

K,, = CPk 2.7

23 3 32 ( = )
B P FAR TR FlE L ARASE FER O TR RN S

S OREEN e R TIPS RS S il 0 3T 0050 R B T A L

(I

=

L;xs

St

=
o

R, (2-8)
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23 Z FEAR T BT

= F#4p+ S #ic (Second order correlation functions ) 4 & HB-T &+ 4p+
HpEe % R d R ETE S HRF kR o H % “]‘?E; Hanbury-Brown Fv
Twisse # 41 » 3t H =5 ¢ ¥4 % -

FApF A F AR RERIF R AEP o R FF ARG B e
Sk it S [36][37]:

(I(OI(z+1))

§P @ ="
(1)

; (2-9)

Fo R RE B kT fied T Sl

{n (O, (i+ 7))
<n1 (t)> <n2 (t+ 2')> 1

g7(@)= (2-10)

Hon ()& 7 Rz k¥ % (1)L FF 35 & 444 (Ladder operator ) ~ & 3t

#+ #a" (Hermitian conjugate ) H-

2) <a1 (a3 (t+1)8, (t+1)34 (1)) ]
go() = at (Da (Va7 (t+0)a, (t+)’ (2-11)
(N’>-N) | 1 Pe()) & _ ata
= W T 0 1T (2-12)
=0 %0

B P()% 7 BTN EiEF 3

2-12)5% 5 1=0 pr > g@(0) = TN rp0 pr o g@(r) =200

NZ N Pe (o)
m g 1=0> (2-11)7 f i* X
+a a
g®(0) = S (2-13)

v B T o
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=——=1-—. (2-14)

He N&F% 02 L3 L#kd -
d 33 ¥ e N=1 Fers) ahl k3 kiR o gt pren g2(0)=0 -

Az 4% gP0)>1pF > &4 (Bunching) g~ 4 X3 24 3
Bergp* s % gP0)=1F FAREEEXI 2 LZmipF o kiR
wRF AR F gP0)<1 o A kT kRS R BR R
S S 4R 0 Tt o B B & (Anti-bunching ) 3 % ¥ U FERE k3 R o 4o [B)

2-10] #7 o

Chaotic source: bunching

ra
0 e oo e 00  Ug0)>1
t
Coherent source: random
t

Single photon source: antibunching

e 0o o o o o , g¥(O)<1
t

[® 2-10] £+ F & kA~ F FRRE o

$o FEART Sl (2-12) RN 222 ] HY 5 Z i pE k4 B gy

(2-2) %% &
p (T) (%) 73
E”@0=—l;5=1+Cﬂ +Ce ™ (2-15)
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TIRIEBBEFAL > T LRELEH LT PP YR
FEFFE S RFEOT D WS REEBIPRETAL > &R
I WERI TAL S EAME [B 2-11] % p(0) B E ok

0.3 m————

P,(7)

01} Low Power
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0 100 200 300 400 500 600
Delay time T (ns)

(B 2-11] 3 pes fripes o 5 ph > £33 0 § SRR DS -
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2.4 Koy Kk

Ry kT RR Y AEIHEREE P ERE S o s
Yoae &~ *ac B (Bandgap) ek 318 T3 AR FAA TR TEBIE
¥ > A, 7 3 2k ¥ (Electron-hole pairs) o % it £ 0T + Tk S d & Rak

TEGEALEE

4y

RENNE AR EF R FFEN KT

( Fluorescence ) » 4 [ B 2-12]) -

}7-9—0\ VB

[F 2-12] Bt MEBEFLT IR 1 2+ A A EEIED 257
FRFEI BRARFNGE 3L FTLFEEFREAL F L -
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25 46 T RBILEEHRH 4

PPE RS RTEAREY T kP PEELe > AL R YF K
HE MR TEERN G TREAR I T anF > T - BEL TF Y
RA oM (e VEERET oA A BHOTHERT M R-£ 0
?,fo:iﬁé)% (Surface plasma, SP) - £ PR R8p o 0/ § %7 d Drude #-
e E ok [38]:

ic(w) ., Neé 1

—1-
£, me, @ +ioy,’ (2.16)

e(w)=1+

=di f%&i‘:lﬁ‘i%}%%ﬁfﬁ (Plasma frequeney ) 5 -

=l Zzz 2.17)

FHA2.16)%4 = F I8 rm I
Rel[e]zep=1l=a, /(" +7}), (2.18)
Im[¢]=¢, = w7, /[a)(a)2 +7/§)], (2.19)

RS Sy i T (2, 18)iF 3t

go=1-0) /0", (2.20)

¥ &£

S

N GHZ era B EmFw ]l Popd iR £HA2 TR LR -
— A B(Ar g B4R R ) wp R R(UV IS F Ry g )

T LA s TP AR BT LA BEEN A L i
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HER TR 2w T
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BRI LR A e BRI T RESRIGS R 4

5

LT oL 7\7/:\ ei(%-;—a)t) —e i

H R kg s
C

Jfg@%ﬂj-

et ot 5 2

2

538
+ = Y .
Ex

’1—Jg=n+m (1B

2.21)

(2.22)

(DP'- :TDE‘E‘;"KI/E'_K*("

nig ; TREA
) ei@-ka»)

ki &

IS
j ) AT W T wp B &

C

T
)(\] s _&r.tb

o

o, =2.29 x 10" Hz
o =1.82x 10 Hz

0 5 10 5 20 25 30 35 40
Angular frequency ( x10'% Hz )
[ 2-13) 4% & B2 /i T G Bcd N E AIVET RS R B 5[38] ¢
&6 % Aéta,l’zifﬁ»?é&i’%ﬁf%’ﬂ%‘igg?;i%QA\;ﬁé;ﬁj
BT BERFRIALG TR o [F 2-14] “7 - F &7
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P

|

tpd R AL BEap T H AT R R pd

THLEBER AR AT RF TR AEIALLG T a2 o

]\

Dielectric ¢,

SR YR, Y SR YN,
e
o

K,
Metal ¢, L) K,

[F 214] 4525 2 FaWAETR % D7 LB -

w{ &(l=w, @) ]1/2

el (te)-0) /0" (2.23)
- . =1/2

A i 224

Y, c|(+e)-wylo | ° 229
— 5 —1/2

k, =<2 & 2.25

Yocol(+g)-0l /e’ | 2.25)

D

m tth% & -?i'g{f w < (l)p/ 1 +81ﬁ7.’5—‘:’££—r ’ %gﬁ‘?ku?rkzzg E )i§£</ﬂ'§§(
) o Bt hEE NG el o de DRRFAL DTES§ LB
BEALE Hy MR o des o 117 A5 LA B TR A B s B A e

AAENETEREAG RAG TRV EFTIHRT MG -
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2.6.1 B#EK

xﬁ;?‘ggék s j\,gn;‘z,ﬂﬁ:ﬁ

eRE EHAL Lo

1] £ 4R v I

F* Purcell »c B3] & 1 N-V ¢ w Ajedt s B4 o 2

Purcell %13 (Fp) o

& R

¥ %2 Purcell

B %

Je R AR B 2 R

B@’ﬁ-&d’t’ﬁ"'{% o 4tz % COMSOL % fa s 2 . Lo

Construct Model:
Define geometry & parameter

: !

Solve model

F:3C AF

P

S
,

u

24U

e ggjdzx‘E‘z

1}

1 5 dee)
L-:Zjd3x( - |E|

D
4 v, n A .

+ulH)

[® 2-15]

20

T2 o i AL ]

EmBest o BLF (N-V) 9 worg dheny B 83

A LR oe IR I G RO AT

,
s I
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P& R PFE I en

% B ST WO AL A Blde (@ 2-15]



# (@ 2-15] #7778 » t COMSOL #23¢ ¥ s2 45 B e 03] 2 diy » B 54
4> 41* Purcell » Bt £ (N-V) P < agkd AT K 2 F & wprz
Purcell ]+ o @ {& #-4& E Purcell ]+ » ¥ Fp Rt 51 % § 3¢ = Purcell F]+

PLR N & R F] o

Purcell %]+ (Purcell factor, Fp )

% % 1946 # > Purcell T3pip] ¢ 2 hFAAF N H G £ K [ 4py 0k
ipp o Hfpsdid gt B 7 ¢ chfg s [ 40] 0 R F R FRERITR
+ hig g a4 & F F]1F+ (Quality factor, Q) & P > H ¢ s LEF] S 2
i AhE-FPP > RELRPEGOGEEREL ATV E o HA D

2o kF AR EHPY S F 0 g8 EBFFF gk R LR KA

o
=

b & 4 p % #5 5 (Spontaneous emission) et % 4 € WE2 % F o Purcell
F]+ ¥ d Fermi’s goldenrule (W) K% 75 p 2 |45 603 £ chfe & -

cav free
Wy

F, = = -
P Wfree Z_;av 5 (2 26)
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TG R BRER F M TR RRESTH S e o PP
dodilicd - AP P Y - A i i F 5 Fermi’s golden rule -

27
Wiy =W =M ol g(e), (2-28)

B M, 7 BLAF 0 go) i 5B A o ML S8 8 (2-28) 4 &7

W, = (2|H (1) = [wi O H G (), (2-29)

He gt LPhdd oo
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TH2EERR () AT 0 e R E

e

g Sl o RIFHIE A T

Y

, -y _ A AN A\

H ==ple;=exe teyeteze, (2-30)
B PAFRBIES o p=—€F ; Ei7F 5RIHRG
#€_ Fermi’s golden rule¥ 42 7§ BiREE T H > s B8 p 38§ 5448 5 )
@ B8 ¥ (Transitionrate) fp d 7 Bk Rz chd I3 ;8 4 6] 5
fd ZET g EEsE (W)

ree 272-
=S M[ g(@), (2-31)

2

N4 , . .
& oo (@) = ﬁ;‘;@de,ﬁ d Bz A (2-32)

2
2 Hiph@

=t 2-33
12 6€0V 9 ( )

mode
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#-(2-32)~(2-33) 0~ (2-31) 3% ¢5:

1 ,U2 6()3
whe=___ - ]
ol 3mehc’’ (2-34)
RIRVEREY 2 p RS S (W)
cav 27[ 2
w :?‘Mu‘ g(w), (2-35)
BRI DR ERAT AT E [37]
(w) = z2_ Aw; (2-36)
Eeay\ )= o, Ho,-0,) +Aa’’ )
¥ BRI R > T M (2-36) MR A
2 20 Wy
O =25 K5\ © % =2 2-37
gcav( ) 7Z'A6()C 7, ) ACUC , @, s ( )
2
ho
M2 = EYP e = 2 My, )
=6 Mo =6 EIRTe (2-38)
R e = AR TARE Co s TS e RS
2‘C"OVmode ‘p‘ ‘g‘

#(2-36) (238) © ~ (2:35) @

Wcav — 2Q,u122 2 ACOCZ
heVy, T Mwy-w,) +Aa)’

(2-39)

d HRIEE TP AR ST (239) 8§ T @ IInf R 4R 5 (2-34)

ip*f > ¥ ¥ Purcell F]+ :

free cav 3

7 " 30 A Aw
F = R — _ ; 2_40
P T;av Wfree 41/072_2 (l’l) 5 4((00 _a)c)Z +ACOC3 9 ( )

B B AREfr E SRIET S 5 - Ko B EIRIRERPE T (2:40) (R S
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3
P:4V€r (n) when @, = @, , (2-41)
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(2-42)
47[ V n Amode
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262 % KMET LA A2 R ir B RE S A

Pk = Al 5 0 A A (n:3.805+0.0130 ) + 23—~ & & 60 nm 7

+

£%(n:0.161+3.64i 3 F &% 4e- AR 5 Snmeng it 45(n:1.76 )
ARk Bfd ALK 2m-FE 5 50 nm Ht = A7 K47
(n:241) o FHF 5 AF7 3 it * 232 feig 45 (Hybrid Structure )+ 4= [ ]

2-16] #+7 o

[ 2-16] % # 467 5 £ £ # &R o i -

3+ 5 Purcell F]F > d 34 (2-38) {Far > B8 @558 W ea g end
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RSV HFRBATF L HFLE Ezd07 % > L gL gag w o

[F 2-19] 2 2 #4847 (N-V) ¢ R B> w55k o d 07 w3 {407
(N-V)™ ¥ = ¢ % &4Eik e (Polarization ratio) % 0.57 > F#5 & & &
HE XY T & 56 % b okE KAETNV) ¢ T miES B s f LT
£ el g FREAPTE- HHHE® (N-V) ¢ i g B

ENREHEFF o Purcell F]+ 4o £ IR o
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Polarization ratio = 0.57
6 =56 -
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E Ry
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3.2 HB-T *+ #HiRE P 452
HB-T + M iR 2E K &2 R ey L KX F 0> 4o [B] 3-2] %77 - % 2.
FeB?t HB-THF HRZEFREEMRITHLAS » ¥ a3 BT AT - &

#2 ( Avalanche photodiode, APD ) % & sk i iR E o FIF % F {c & 2 A 487 (N-V)

N~

SR wdr A A ks B M AF P F ANE LR - 600 nm
£ i Jj £ % (Longpass filter )22 - 800 nm i Jj £ 4 (Shortpass filter ) ©

LB Py kN SEHEFEL 0 £ 5- 50:50 e k4 (Beam-splitter )
Ak e FAH R G 0 (4 R BB ol MR R B 4 54 eh 2 45 3 5L (Cross
talk )o B8 » & 4o B B0 5Li¥ » PR H k5 218k 3t (Time-correlated single

photon counting modules, TCSPC ) i& 74 47 °

Correlator
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Stop

Single photon
emitter

A 4y ).\/
,/

Y

50:50
Beam splitter

[® 3-2) k3 4p+ &8 % % HB-T (Hanbury-Brown& Twiss ) 2 3% o
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4.1 2 K HFT H kS kR

411 % gy % k2

)

AV H 3 2 ﬂ:@g&zgz*ﬁﬁ;&;%;&ﬁﬂ#ﬂr}_w Zd - kAL ED
iRl AT o B A A EEA S Y ke {4 (PLmapping) & > ¥ 1
BBy A Bk & (600 nm ~ 800 nm filter ) @ Jx & I e kg &
kp 2N gEE (N-V) 79w o [Bl4-1] 5 7 8 467 i PL mapping {6 chig

50 LR G akE RS (OM) T agi4p o

[Rl4-1]2 K875 -2 (N-V) P oF Lz FLTRIEEZE LT o

f1* PL mapping 43 FIE%f 7z 7 (N-V) "¢ wen¥ k{27 PL £
b (W) 4-2] 577 2 3 F Pr F X kdEmd 77 (N-V) °~(N-v) ™ ¢
= > 112 SP? T S and & JRBo30 50 (Raman scattering ) o 2 fiH % % 3#
P ¥ F& 3% PL mapping 7 Pl eng 5L (N-V) 7 ? weng kg omd [§
4-3] R FEPI%E K 487 600 nm ~ 800 nm HF KR kg o T Y
FRZ AT (N-V)T 0 LB € Wfpesd 7 5 cndf 4o AB 0 e o o
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