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Spectroscopic Measurements of Laser Crystals Doped with Yb>* ions (1)

- Production of a Spectroscopic System and Measured Absorption Spectrum -

Akira SUGIYAMA and Hiroyasu FUKUYAMA

Advanced Photon Research Center
Kansai Research Establishment
Japan Atomic Energy Research Institute

Kizu-cho, Souraku-gun, Kyoto-fu

(Received May 1, 2002)

Laser crystals doped with ytterbium trivalent ions are of interest for the
development of advanced high-peak power lasers. To evaluate the
spectroscopic properties of the crystals, we established a photo-luminescence
system and measured absorption spectrum under cold ambient in three different
laser crystals (Yb:YLF, Yb:CaF,, Yb:YCOB) doped with Yb** ions. We also

consider the spectroscopic properties with the crystal-field theory.

Keywords: Spectroscopy, Laser Crystal, Yb*" ions, Absorption Cross Section
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Fig. | Apparatus of our low-temperature Photo-Luminescence measurement system.
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Fig. 2 Absorption cross section of CaF, crystal doped with Yb®" ion.
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Fig. 3 Absorption cross section of YCOB crystal doped with Yb** ion.
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Fig. 4 Absorption cross section of YLF crystal doped with Yb** ion of 4.45 at-%.
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Fig. 5 Absorption cross section of YLF crystal doped with Yb*" ion of 20.67 at-%.
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Fig. 6 Absorption cross section of YLF crystal doped with Yb>" ion of 41.02 at-%.
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Fig. 7 Absorption cross section of YLF crystal doped with Yb>" ion of 63.88 at-%.
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Fig. 9 Density and unit cell volume variations.
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5.2 1. FTBA AL O FAX— L~ ¥
EREPICFETLIZEFRAMD AL OBMGHLBREREOREBHKE Z0T 21
¥ —{%. Hartree-Fock &K,
HY = EV
TRahd, TZITHRE2NINV =T v %2, ER XA ¥ —, VK E#%s =+, H
BEEDNIN =T UHEERCT, ZV—AFDONIAV =T U Hy R 4 EF 1B
LTWSEFEZRYVBEOMOREFNLLO 7 —a VAEERE R THEESEOAIL =T >
H, Ofmr+5,
H =Hg+H_.

H, =H,+H.+Hg,

Ho= ib’z v? +U(r,-)}

- m
o2 ) 5
HO =Z§(r,‘yi'si

TRBEnD, KFOH T, 4 f BEFOK»POZET D7 —a MEEHEZ, Hix 4%
FRMOBEBFNLZTE —a KK, FLTHL XA EFO LAY U LEERBOE
BEERZTRT NI N =T T, %A\W&%T/@$uﬁ%ﬂUKiéﬁﬂﬁTT//
¥NAITRALE—Um)EBHNTREIND,

5.2.2. HAZ XD T RN F— L NVDH

Figure 10 {2, 2N L OMEERICL > TALDZ XL F—-LULOFROET 7T, 4
fEFRTIH, 7 NEOCHAERIZLE > THENLS LS HTOHEMNEL KX, &
VT LS IE|X Russell-Saunders A IC LD AU - BUEMEERICE W R I 5 L v =k
— I RIZDEL, ELICHRBICE->T Starkk D24 LA, LS IHOT RV X—HENM T,
VURNLTCREANTROZFEAEHEDOHEICHIGT S,

RN S, P, D, F, G, H, 1
SHEAETHE L 0, 1, 2, 3, 4, 5, 6

LSTHO T 72 X —@EHfEiL. Slater X Condon-Shortley (Z & » THEHRAIC KD 541, Slater
NTG A—5—XRacah NT7 A —F—F W TREND,
LR A A DFEITIE, Slater X7 A—4%—TFyo, Fa, Fa, Fed Racah /35 A —#
—Eo, Ei, Es, EskBWTHRDER, 29505 A— 4 —DMicix. KOBERH 5.
#FHEEAA L OBE
Eq=F,—10F,—35F,—286F
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E,= (70F,+231F ,+2002F,) /9
E,= (F,—3F,#7F¢) /9
E;= (5F,+6F,;91F,) /3
YO A A AW T 7Y —A A U RBED LS TED Slater /37 A — % — %51,

Electron configuration Spectral term Fo Fo Fq Fe
4f13 2F 3 -65 -141 -221

IHOLERAVYUAEHES AVUCEHEE2S+1IRV2NEAEHEL L SOFAIC
Lo THELLHCHEFAELZRTE2AEHR JICLY AL -BERBERICL S~ =K
— L RO R AX ML, 25T L TREBEIND, AV -HEREERI. AREF
DAL DOBRE—AY PRBTOSEAENICL > TELIMBOERL*ZITTCEFD
EEEF AR T ZERTHY . Che TR L -2 ESE T i,

J + (L+s), (L+S—1),- - |L—S|

L>S C3uvT (2S+]1) A, #Z L<S 3BT QL+]1) RS\ D,
Y63t ions

LS terms J states Stark splitting

4f13(5s25p°) ’F

-312E=3/2
2
Fip

F, §=1/2,L=3
J=(L+S), (L+S-1),+ * *|L-S|

Central Potential Mutual repulsion Spin orbit Crystal field
HO HC I-lSO H(‘F
~— ——— -
spherical symmetry point symmetry
of free ions by surroundings

Fig. 10 Schematic energy-diagram for Yb*" lanthanide ions in crystals.
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AL*S=ALScosh
B RKEIZcoss =125,
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28 2

L%, HHETEI= (L+S) ORENR, —HETIIS|L—S | OREXRKOT F
M=% b0, £, REJ LRE (J+H1) OTFAF—3EAEs 5103,

AEs s1=21 (J+1)
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A L0, 28828 (2897) cm! D KX S THAB,
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BEERPICFETD 4f EFEIETRZRD Bica wyéciofﬁzﬁi*néﬁ%msf%ﬁ%ﬁ
113, A —8EMEERICL AT 2 A X -8, BERNTIIERBICKL S Stark 3
BTHARIIHETSH, T4abb, (2] +1) OFERMB LT T, fta%igmﬁﬁfﬁi IV |
MEEEE TR LT ZENERES (2] + 1), (J+1/2)iro>f%u DET 5,
$ELEDO NI N=TF U H X2 OMEER %i%l, Hartree YTiEliZ &

Hor =22,

i: 4f EFOHK
jr LA EHOEBEOA A
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2k +1
T
A—H =Bl ERWTHRBEONINV =T v Hyp 28 ET L

He =YY Y BUL0,.4)

LRk END., KESRIF/ST A—F — B IR A MEGEIC R DRSO RHE KT L
HETHENEDS, YLF ST AT BETRTBETREk=246% YO 14 DOxt
BHE S B, 6 50 BB BS (F#ithA 4 ~0fESigoimE) B BB (B
E) ORESIGART A—F—NEHEEL, "INV =T H X,
H,. = B2 +BjU! +BUS +BiU} +(B +B") US

b, ERERTCUNEEFHEUETIOSMBEE £ 'Y T, Steven’s /37 A — 7 —
a, By ROEMEETO,, % T Hop 13,

A (1 YO + B (r)0u + BAw(r Y0 + YA (r* Y04 +7(Ag + A4 )r* YOy,
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o

TRIND, EHIT, Y,6,.4)= Uk@.¢)L L. BT v Y VIRBFIEOREREH AT
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SiFFRICEIT S Yb3+A A0 D Stark AL 2 R TR IAII 56, T2, TsD42TH Y,
YhtA A1 Kramers 1 A THAZ ML Ts kU T, TR U TsDFNEFN 2 DN
BLTWA, ZORDOTCRUTIZ20WT, ER6DEMIRA L T2 KEHBEEIL.

CrOHE g 3p+ly 2041 psy—_l p B
2 8 8

[:DHE ‘J M> . _%5 p 52‘];3 p B
2 .

hen W, EXp O/ O EMRBISHIS L BB E TRIORT,

Table 1 Wave functions corresponding to each irreducible representation.

J stat Irreducible Wave functions |J M )
state representation p=-1 p=0 =1
5.3 s s\
rs 373 3 3)
5 5 5 3
2 Lo ’5 _5> 2 E>
Fsp —
t 3 5>
51
Iy %‘5>
7 3 \7 5
s = ;3
75 7 3
2 Lo ‘5 _5> 2 5>
Fi1 — —
i 73 3 5>
7 1) 7 7
i 2 3 ;3

THODIMNE YA A2 D EFHENRL *Fsn,"Fr1a (IS DWW THESR B O Stark 23 %4 L~ & 45
B ART A== HNTEKT,

>

'y, > L=3, J = 1

aS:
2

5 1
Bz 5>
51 S 1\ 622, 2 ., 6
—_ _..H —_ —)}= - B - B +0'B
<22 “l2 » 3.5.7°° 3.7 ’
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r, ||® z>, é_z>
2 2 2 2
5 1
53l J2 2)E Lo,
2 2 2 2/ 3.7 3.7
3 —EHCFE 3 =—LB‘+IB4+O B!
2 2 2 2 5.7 7
5 55 55 5 3 1 [2
= -ZH = = - ZV=—— 2B’ +0.B®
<2 ‘F22> <22”2 2> 3\ﬁ‘1 *
Table 2 3-j & 6-j symbols for “Fs), state'®
6-j symbols
2 3 31 4 3 31 o[ 3 3.
1/2 5/2 5/2 _7 1/2 5/2 5/2 _3-7 2 1/2 5/2 572f
3-) symbols
5/2 2 5/2 2 5/2 4 5/2) 1 52 6 512
172 0 -1/2) 3.5.7 172 0 -1/2 347 172 0 -1/2)
si2 2 52 1[5 (5/2 4 s2)_ 11
5/2 0 =52} 2\3.7 5/2 0 -5/2 2-347
5/2 2 5/2 (5/2 4 5/2}_ 1
-3/2 0 3/2 2\/3.5.7 ~3/2 0 3/2) 247
5/2 4 5/2 _ 1 5/2 4 5/2 _
-3/2 4 -5/2) 32 5/2 4 3/2)
2 1
Fp, > L=3 J==, S==
2
7 1 7 7
I 55>- 2 ‘>
Ty 71N 5 pa 3350 25 L
2 20 “¥l2 2 3.7°° 7.11° 3.11-13°°
A P A AV USRS VR T
2 2172 2/ 37 1% 3a113°
LA PP A WA PP A A W PV C ‘Pgo
2 2 2 2/ \2 2 2 2 i1 11-13
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75 7 3
Fs '5 5>’ 5'5>
75 75\ 1 13 25
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<2 “12 2> 3-77° 7117 31113 7°

7 31, 17 3\_ 1 3 15
= ~Z|H|z -=)=-=Bl +=~ B+ B}
<2 “ > 7°° 71" 111377

7 3\ 1 23534_10 _7_36
nv 7 7 1asV23e

2 2

Table 3 3-j & 6-j symbols for *F, state'®

6-j symbols
2 3 3 5 4 3 3] 3 6 3 3 1
12 712 772 472 12 7/2 727 a7 172 712 772|427
3-) symbols

7/2 4 7/2J 301

172 0 -172) 22711

712 6 7/2) 5 1

V2 0 -1/2) 2231113

72 2 72 _ | ;
12 0 -1/2) 2

772
72

7/2} [ 7 7/2 6 7/2J_1 1
2

7/2) 2. %\/2 11 712 0 7/2) 2231

7/2 2 7/2 _1
-7/12 0 7/2) 2

4
0 231113
7/2 4 772 1\/7 712 6 7/2Y 1 [35
772 4 -1/2]=ﬁ n 712 4 —1/2J=5\/:
1

| |
: E
e B

2 St |22 2 (2 S
i g
: E

512 0 -5/2) 242 0 -5/2) 2332711 5/2 0 —5/2 N ERIBE
72 2 72} 1 /2 4 7/2 11 7/2 67/2_3 3
-3/2 0 32) 2 257 3/2 0 3/2 2J2-7-11 3/2 0 3/72) 2 1-13
712 4 712)_ 1[5 772 6 12 __1 7
3/2 4 -5/2) 2V3.11 312 4 -5/2)° 2V11-13
ﬁFS/Zf
5 51 51 .
E'(r7 E]:<E 3o E>_ 105 Tosl128: 58] J states Stark splitting
Elr é _bn+b::+\/(bn‘b::)-+4b|:~ 2F | R
1 s 2 - 2 5/2
2 2 Tl
Ez(r Ejzbn"'bzz‘ (b)) —55,)" +4by, [+l
2 2
55 55 I
po=(2 2g |2 0B -5B!
" <2 20 (2 2> 105[ ‘ ]
503 5 3 1 s
b, =(2 —= Z -2)=—|-6B2 +15B
. <2 207 F12 2> 1o>[ 0 °]
5 3 55 55 5 3 1 2 .,
b,={~ ~Z|H. = =)=(Z Z|H = -2)=—01/-35/2B
? <2 2/ 72 2> <2 2| |2 2> 105{ \/; ‘}
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2 2
_ 4y +ay +\/(an _azz) +4alz

2 J states Stark splitting

)

2

Zj ay, +ay '\/(‘Tn _022)2 +4alzz
2

[ ! 2 AT,
2 r+r
[1— Z)zbn +b,, +\/(b11 _bzz)2 "'41’122 F7/2 % e
52
[ 7

2 Iy O

e

j_ bll +bz: _\/(bn _bzz)z +4b122
Y2 2

an=(L Yy |2 DL 71582 —3518¢ ~175B¢]
2 272 2/ 3003
7 7, |77 o eps
Y (AA T KA 100182 - 273B; +35B
a*z <2 2| |2 2> 300[ o +355]
ay, =(L g |2 Do LI 5938 4210 (B;’+B:')
*7\2 2|2 2/ 3003
by =(2 a7 2=t 14382 +5078; —1758¢]
2 2[ |2 2/ 3003
bp=(2 2|7 -2V L[ 42082 +1178: +3155¢]
=\2 T2 |2 T2/ 3003

AL > [ \/7 “—210[(8"+B"}
2 3003

MR T A — O8I, B FHERICEHIT S PCM(Particle charge
model)k SM(Superposition model)IZ K > TIT DI TV 5, RiF i, BBRA AV ITL->TE
CLBMFORAMULETFEORRERT AN A CHEMAEAL oM BEFNZIT
HERMDEZSELZHAETHS D, TRICHLTHREIR. BATLY b LARLHE
A A DORFHRIRAIBN (F—F A4 ORL) 2E@BL-HEETHS ' | (HIC
YLF #5@A0 YA A & ZN ARV BL Fr4 4 v iZBEIA AT #ELTVv5,) Zh
SDHECE>THEONLEHEBE AT A - RUOERBERERA VLI T4 v T4 7 LT
BONTFERZPHEC Table 4 (7T, RO PCM & SMORE &V E, B, THAD Z
LEB O ERRRBEIETHD,

Table 4 Crystal field parameters of YLF crystal doped with Yb*".

Crystal field parameters (c m™)
Methods Bog B: Bg B: B:’) B:u
1 PCM 284 -432 -11 585 283 35 17)
2 SM 267 -502 -141 540 1089 -583 | 18)
3 SM 263 -547 -131 585 1175 -711 | 18)
4 Exp. 281 -556 -106 569 840 953 19)
5 --- 264 -546 -131 580 1175 711 18)

B;': imaginary part
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AMHOXICZ N O DRRBE AT A—F—RALTKDIMEL, ETHRMOKEL L

% %10288, Ocm™ & L7-B®D Stark L~ % Table 5 IZTT, B3E % Tl

IOV TERMICRO NI HR L ~ILIZ 2OV T Table 6 (2577,

B A%E

Table 5 Energy levels of *F; and *Fs/, manifolds in YLF crystal doped with Yb*".

Calculated irreducible representation levels
2F7/2 (cm™) 2F5/2 (cm™)
Methods
FS l“7 1—‘5 I_‘7 FS l_‘7 rS
1 193] 261 75| 144| -126 24 149
2 -208 2| 72| 134] -128 _13 140
3 218 s{ 73| 140] -138 -8 147
4 -316 -69 169 217 -138 -11 149
5 -324 -76 179 221 -138 -8 146
Stark energy levels
Methods Sym. k7 (cm™) s, (ecm™)
[N R R N 167 | 268 337 ...10390 | 10563 |
2 210 | 280 342 ...10403 | 10556
3 223 291 358 10418 10573
3 S0 [Taar|Tass|sas] 190 [ rears | 10575 ]
5 248 503 545 10418 | 10572
Exp. 216 371 479 10409 | 10547
Exp. 0 224 359 438 y 10270 10400 ] 10730

Table 6 Energy levels of °F7; and *F5/, manifolds in several crystals doped with Yb*". 2'*

Crystals Sym. 12 (cm™) Fsn (cm™)
Yb:KYs Fjo Cow | O 136 ] 142] 322] 10265] 10405] 10515
Yb:CaWO, S, | 0 116 | 366| 492 10278| 10366 10649
Yb:Y3Al0;; | Ds 565 | 612) 785] 10140 10490 10620 |
Yb:Y;AlsO, | D, |, | 140] 490| 620] 10327| 10624 | 10679
Yb3Al;04; D; | 586, 610} 750y | 4 ]
Yb3AlsO1; | Dy | 618 701| 766| 10328 | 10640 10680
Yb:Y3Gas01, | D IR DS I I 10313 | 10587 | 10739 |
YbY;GasOy | Dp | o [.546] 610 624f 4 | ]
Yb:Y3Gas01; | D2 |..550 900) 1103124 10592 | 10743 |
Yb;GasO1; D, 546 | 610| 624 10310| 10619 10747
Yb:YAIO;  } Cs } o |..209] 341] 5901 10220 10410 10730
Yb:YAIO; Cs 100 | (154) | (234)| 10107| 103247 10519
Cs:NaYbClg Ta | O 225| 573| --- 10243 | 10708 ] ---
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IO =R T 6s RO p BFILEL» THEBERINTZAETLERZRUI)"WiEL2 boFH L
A X MPBVERBICBPNIHGEICEND, BRBOEEN/IXVOT, vad
IHRBIT I LXLVOREBEY H/AhEL< 25, YOYLF #&OBAICIZI i
TAH,ZOFr—2AZBWT, PRE\EZXIETH—oDfEetE L Cik, R OKBFEEN
INEWHLDEBLAZ LT, AAVEEREMTOERARE2ES L, MEEMA2KELTS
IEMREBZOLND,

b H > H > Hy,

IO —RE, FEREAAUPEFCRVVERBCEIANTEREEH S VIR ERE
FRAEA"BEALOBBEBA A UNHBUVREBIIEBLNEEAICEND, EBE
BAA L E, FAMAVOERBCLHARELZEHEZITIRTVOT, BaBlcL sy
RHiZJLRXLVOSRBEIDVLERELS RS,

() Hy >H.>Hy,

IO —AE, BEEBA A UPIERICHROVERB BRI EIIENRD, B
BIZLDEENKEEL . #EABICLINREATMYA A NIBITLI2EF—EFHOD
F—aURELYBREL 2D,

5. 3. ERH|
FY—A A iE. UTOL I RBRANICKE > TREMIIEBA21TH, TBRFEAn &
5L ED(BXNE)EBTIT.

An=0,1,2,3+ - -

AL=0, *1! (Laporte HI)

AJ=0, £1 (ZHEB:]J=0 & J=0)

A S =0 (Russell- Saunders HI)

AM=0, =*1
ODBBOANTFREEINSD, AL=0 OBBIFIEFICH, ZhicHL T, RUTADOE
AEDLWESHIEZROMD (BRMIRT)EBOE AT,

AL=0
M., EQERKNERT)BBOHEIZIE.

AL, J, M=0, *1, *2
DORIRBINBFNFNREDDOHEELEERS, —HKHIZ, ED: MDIEQOEBMEL T 1 :
10710 LI/ EL 2B, TRHOBRBIRBNIKED R OCBEO/NI L BB Y EHEB L
S, BHIBBIILTORKTEL 5,

1. LSOy 7Y VRPN INEESICITAS=01FZFEHNTHIN, TOHEERABKEILIA
AHEAS=0 OFBRANTHITOBIETERLI RS, LIS Ay 7V TR FESMNRKE
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AN TKREL e, BIRANT/AL L 25,

2. AEMIZEHOHSSEETAHAIE, bIXRBRANIK LT, #HEIMNIZ ED b5
VI MD BBAR-A, HEiiE, A4 VPRRBESICHEET ARSI ZOREEMN
TR AL nE, ETOBEBRET I OHIC., EFHEBREFEIND.
DEY KA FMOBEBTORMICE > TEM L TWDAFCOMBRENLL T, %
Bt A2 ST EERENLOTNRD L @EAMICIERNFRICLE0, BEROENREL S,
BAIESCESCEFRTHEAEERI. FLAXRI AL EAE LD TR, 0
BRBEFENIELY, DOVETFEEBOAX M BEZETIES., 1
A4 D4 "4 f "BRIEIRULUARITA 2L OO TER /b m, 415404
MIIHABEBTHA, COBBICBWT, H 288 L LTIRLZALE, AJ<6, AS
=0, AL 6DO@ERMBELT S, BBEOEFFRTIX] =000 1XEH, ] =061, 3,
S5ICIVWTEHVWEDEZS, ] =082, 4, 6 I CBWVWTHWEDEBNENLS,

Yb* ) b FHENT °F,,, RO R, IS BT D BRI,
AL=0, AJ==*1,AS=0, AM=0, *1
MHEREINAHDOT, EDMDEQIZLZ2EBMNARETHILN, HIESNIBEBAXY b
T BB OMAEICESCHBBORBCLOHREZT 5. TRABRCATH Y | #id
DFEELEBREOESHHFMICE>Tao : (E//C) EOr (ELC) ST bNd, S, &
T O A O Stark DI L D L O HIE. Koster, Wybourne HIZ L > THELNTEY
RE3BATETE L A2 B2 1013 & 2 O Kramers ¥ 7 Ly MILLTFDO L D ICHEIREL TV 5 -

Table 7 Number of Stark levels.

Manifold lSub-Levels Number of
Levels
F. . 2(I's+ T+ 2(I'7+I'g) 4
Foo | 2(Ds+ T+ (Ir+ 1) 3

Ss #FPED ED R UMD BREIZ I A mOLAI & BB R B OB,

Table 8 Polarization selection rule **.
I's I's I'; I'g
I's (a) o(m) T a(mn)
I's (a) a(m) P
Iy (o) o(m)
[y (o)
ED(MD)E % T DR Hia)
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BEs Lo, Thbb, TRICRTIIIZEINIC ODMDIZELCHED &, E/NIC ®ED X
ELCOMD LHAINIBEBVRRALCIZRA, -oT,. ExDRERIKBIZE > THRIE ST
2~ FVOFERENZ, ED>MD I LD E/ICOMD BB/ Z DI WI L ICERT
HHLDEHREND,
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PO PR SR

"
'F7/ﬁ

;_V___l
ED(2) +MD(2) MD(2)

|

- = LED ELC
=== ;MD
_;ED&MD [+

s 6

“Fsn [T

7 8

I+[,

P R Y
T R -

[+T

7 8

[+

T .
-
[ e

[T
[+

Fan
\T._\,_/ [
ED>>MD ED(2) +MD(2) ED(2)

Fig. 11 Possible transitions caused by ED and MD.
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5. 4. 358 5 H e i 7
FEARMEEOBRHIZH T~V . Reciprocity method (#EBR{E) K ONF L i (Fuchtbauer —
Ladenburg) % fi VT E2Af L 72 >,

5. 4. 1. Reciprocity Method (SEBLE)

RMIBKRATTRT LI, RIREAEHE» O HMEMEEHT 5 HE T, Bomoxn

F—BAICBARHLERF ((A42) 20T, TOETEBLANLOEFRE A EICK
HLEHETHDH, WRTRT L DI,

VA E, —hc/A

DN=c (1) Elexp| L0~

N

u

Z,(1)= de exp(— hck/;" )

. ETOZLANICBT2EOEEZ, Lo, OFRICKFETZ, BoBEILE
(mg"-@%‘fﬁ{l‘a)ﬁﬁ#‘&ﬂﬁiﬁ’:d IZEIL DT, Starkk HE D LRVEERLETH S,
ORI, WL B ALY FARE L ECERTE L= — I L B YA R
WL AEM L NILVORIENPLELRRRTH S,

SFEENA A HEEPCHET L —F—FFOBBICE, BIcL-TT 4/ V0%
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