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and a method for producing polyester using the same. The metallic bond compound
of the present invention has higher catalytic activity than antimonial catalyst and con-
ventional titanium catalyst, readily and stably synthesized, eftecting sufficient poly-
merization activity even with small amount, and can be used as an eco-friendly cata-
lyst for polymerization to produce polyester. Also when producing polyester by using
a composite metal oxide of the present invention, phosphor (P) used as a heat stabil -
izer to reduce pyrolysis during forming hot melt does not lower catalytic activity, and
thus can be used much so as to reduce pyrolysis, thereby decreasing yellowing and
maintaining high viscosity. Hence, the present invention can be used for producing
polyester of excellent physical properties, especially polyethylene terephthalate.
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A7) QA FFEY AL AV ZldaHas JEoE § <
Hx o] <& 20 ppm o1, dE Eof &+ 20 WA ¢k 200 ppm,
uhg s AE o 40 WA oF 180 ppm, B1S uFRREAE oF 40 WA F 160
ppm 9 o HYE A4 sgEe A7 Aol

m 7]

Eoladz FReN AR Ae 2 AedEs $As: B
el 9o 2Hg A = PHAIM BE <
: |

2]
SItES AHEE &+ ok

T B owge o AAde mEW, A4S FYA77] Yl
ZAAE FZIE O HAME F At A7l 2AAY d2Es I9E
ol Al el o] E(Cobalt acetate), ZE o} A & oA =) o] E(Cobalt acetylacetonate),
HAYE Hl Z Y ol A E Y] o] E(Cobalt benzoylacetonate), FRE

[
(m

8o =& A}o) = (Cobalt hydroxide), T E H Fv}o]=(Cobalt bromide),
g2 2lo]| =(Cobalt chloride), 4 E  olo] @ tho] =(Cobalt iodide),
Z 220l =(Cobalt fluoride), E  AJolL}o] = (Cobalt  cyanide),
Lol Edo]E(Cobalt nitrate), ILE A o]E(Cobalt sulfate),
A o] = (Cobalt selenide), ZHE EX2H0|E(Cobalt phosphate),
2-Alo] = (Cobalt oxide), ZLHE A 2 A]o}] o] E(Cobalt thiocyanate) =
T 23 Q2 Y|o|E(Cobalt propionate) 5o ZUEE X &dlc ITFES
Ao, old AFEHAE= e

7] Z2AAY ANFL 47 FRxHEE VFeR ¥ 22

i
Iy

=
=

i
!

&

VN =T T <V (R
i)
i

3
{m

i

4

2
ZASAE F 60 WA °F 100 ppm o FoF HstE ¢ ok 2@
o) =

2)
e 3 AA o= AR Sv 245 Az g

gaFol oF 150 ppm o3, dlE& Eo] < 30 WA ¢+ 150 ppm,
[o]

i
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B e E o] A& X 2 ¥ A}o] =(Titanium isopropoxide), QFF 0
o] AT E X Ao E(Aluminum  isopropoxide), PFIUlE W EAlo] =(Magnesium
methoxide), TLE oA Blo] E(Cobalt acetate), E@]E F X o) E(Triethyl
phosphate), H#|Z 2 %LH(Terephthalic acid), Sl 2 # & 2] (Ethylene glycol) 5&
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B3 3% ASEY Az
AN 1

ElElE ©]|A X 2 ¥ Ato] (Titanium isopropoxide) 4.5 mL(15.19 mmol) 2

FuolE O|AXZYALO|E(Aluminum isopropoxide) 0.5 mg(2.45 mmol)
g 70 mL o €& Jisled . EAFTE o7)el wadls
o & Al o] =(Magnesium methoxide, 6 ~ 7 wt% in methanol, 2.5 mL)E FTAMZ| &
o] gsto] MH3d] Zhetleh vl F/T 25g B E 3mL E EHT F

M E RS A223°C)NA 302 AAH AA3] Hrbeloh

TRHES 1AL B¢ ek AN 9y JHEL FHd: 2HE
olgste] oIt Hold IAE F7IFIA EEFF AEHlA FAE
SHTFA0mLx2)E2 AFH35 OA] NE-E20mLx2)ZE A H 313

BRES 2T Gl 8 AlZE FA 70 ~ 80 °C B ARAA 5F
=& A3E 2.7g & FEIFT

1247 AAld 19 et £58 58 55 AsEY] Aol
T 1 & sy, @A B4 FHZ Hew-¢F v E-rtavle 5 55
AstES] FHHE] F5HIY

Aoz WA E-S ICP(Inductively Coupled Plasma, 7]7]Z 2 H: Thermo-

Elemental X-series)?} XRF(X-Ray Fluorescence Spectrometry, 7]7] 22 H: ZSX-
Primus 2)& 43 23, Helg, €57F, vtadige] 25 E¢H s
Aoz BHHAY

Hlnld 1
ElElF OliEiE/\]—O]E(Titanium isopropoxide) 4.5 mL(15.19 mmol) &
H E g}of| & 2 2 A 2] A o] E(Tetraethylorthosilicate) 0.5 mL(2.24 mmol)S o &+
30 mL o FAAHT A7l F/T 3 g & AL 3 mL E EFF F
FaE AL 4223°C)oA 30 Bl ZH MA3E Hbstdd
ZTHES 1 AT b wwkst & A7 WA AAEL Fgx HEHE

o) gste] olmstnm ol mAE F/F =28 AU RAE
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AMAEL AF Aefoll A 8 A17F E3F 70~80°C 2 AXA AL

‘nwlad 2
ElElE o] A X Z ¥ Ao =(Titanium isopropoxide) 4.5 mL(15.19 mmol)&

AeE 60 mL ol &3 2 & vlaulE o S A E(Magnesium methoxide, 6 ~

7 wt% in methanol, 2.5 mL)yE 2] SAA|H T A7l F/FF 3gH oA&EtE 3

mL & EET F JHE A 4223 °O°lA 30 Bol 2AH A3
A7}t 3T

THES 1 AL L un & =
183t st Eopxl ;A= F7Fl EEdE AN WAE
FTHT(10mLx2)E AH3E <

A5 Feol A 8 AlZE Ft

ﬁd

o R
0
>,
=2
au)
o
e
[\®)
o
8
—
>
>
fu
X
D
o
8
£
ox
ox
o

Hixnlef 3

&Zn)F o]A X ZE X ALO] = (Aluminum isopropoxide) 0.5 mg(2.45 mmol)E
e 70mL ol & 7hetd FeiAZ F EEHE o|&Z 2 ¥ ALO] E(Titanium
fsopropoxide) 4.5 mL(15.19 mmo)E Hol FHAZY. A7 FF/HF 25 g 9
degg 3 mL & T F A4 A= 2223 Ol 30 2o EA

ERLIERE L

ERES 1 AL B WAE F, A4 N ARBS 2 Lgs
ol galo] olystm Rold ;AL FUIFN ZEFD AN IS
SHFU0mLx2)E AlHs thA] A FHE0mLx2)2 AASHT AHES
A5 el A 8 Al T 70~80°C 2 AXRAIZ

Zgo2gE9 A=

A 2

Ble| =g AM(Terephthalic acid, 14.5 Kg, 873 mol), Eixolgd
2 2] & (Monoethylene glycol, 6.42 Kg, 105.75 mol), ¢]AZ & 4k(Isophthalic acid,
0.448 Kg, 3 mol), L E o} 8| o] E(Cobalt acetate, 1.73 g, 100 ppm) = A7)
AA e 1 9 B 5 A8 E 0 300 mg & Exdgd = 100 g o
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&% AA(Sensor)7} 250 °IA 135 °C 2 WolxE A|Ho|A HHEE WEI,
o] ~H 23 uHkgl 93 A4 ¥ BHET(Bis-hydroxyethylene terephthalate)S

‘ < B3te] o]FET o] W Y] AHAAd 1 9o EF
A2 Zvu] 300 mg, Eflol® T2 o] E(Triethyl phosphate, 3.1 g)
FE ol El| o] E(Cobalt acetate, 1.729 g) 12|31 7] ¥ S (Toner: blue=0.138 g;
red=0.069 gy ExolEd FF 200 g o ¥ol &3zl —6% A 2 60
2 2A S5 95719 ¢
250 oA 285 °C 714 &€& &
)

ol
ez
oo
~
il
r )

e ol ofn
w Ip A

E% At o] AehollA 2 A7 U =&
o] £ 7} 285 o A] 265 °C & WolX= A AT

9gE A wHE7) W
A W7 Ro] FFE mwby] £RE 064 oA 052 B olAE
FA oA HFSE HEo ZEd HHZGHo|EE =53

dolxd Zgodd HAZEHNEE IHFIEZL 060 dig °©]X,
FHd EAFo]l 15300 ~ 20,400 g/mol o]t} ¥hgo] Zgd wSES
W42 AX DeElo] X (Pelletize S E3te] st g Zddd
HeAlZEdolE 10 kg & ZHE dolon, ¥4 =208 AHsto 7] &

AAd 3

A ew%ww o EldEd HeZgeolE £
H715AM A FEH7N7N FAE ¥
210 °C oA AAE FFsL 24 A7 B¢ 2L Jhsle] wre A Z T
5 F, AF4Y d Bkt
TEoIH, AFHE 0.76 dig °1, +B T EAFHO] 32,600 ~ 35200 g/mol <
Zololgd HeAZEolE AL FEIUoH, ¥ AL A s

571 £ 19 YehdA

PN b
%
+r
o
filo
2
X
2[_4‘
3
o

_O‘E
r o
ki
__>|’1_4'J
o
i)
e

i)
=
Lo
(M)
o
o>~

A4 4
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UL YEA AHET RS AQsie HAAld 2 & Fdd FHLE
Z&3tsto] FHF EAo] 14,600 ~ 21,000 gmol < EEA
HalzggolE AL don, 34 A& Ast 7] & 1 9
RS

AA4] 5

A 3 B FEE FHOE AHAAd 4 9 IHFHeE A2
Zeodd HHZgHCIEE wYTHSA AAY FEE MW, 73T
Baeko] 30,500 ~ 34,200 g/mol ¢ EoEd g ZEolE o
FRem, ¥ =21& AYsto 7] & 1@14&% A=

-

AA

o]
o=
Zz23sle F£HT Ex=Fo] 15500 ~ 19,800 gmol < Eogd
=

A den, 34 2d& AYste] 7] E 1 9

AA o 7
AN 3 3} FdF
Zyodd HHZEYoEE

ne
flo

oz AAd 6 o AYFYOE

m

aEgstel 2R TERE AN,
Bxieko]l 29000 ~ 33,400 g/mol ¢ EZogdl e TEHoE HAIYS
duew, FH 205 st 7] X 19 YRR
AAle] 8
23 24 4AsEe FU%¥, FY 9A 2 Efdd XAFo|ES]
*dS g=2A AEFT AE AYstne AAd 2 9 FIT FHo=
Z23ste] $£YF BEAFo] 15600 ~ 19,900 gmol 2 ZFd A

18
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Helzgelol= BAe Iem, 34 =de AAstel 7 E 1

HERA LT

AAld 9

Ao 3 3 B FAHLR HAAd 8 o AF FTHPeE AL
Zoldd HAZLHESE nFFHY ABY TEE A
BzieFo]l 31,000 ~ 33,200 g/mol ¢ EFoEd HH T2 o
dslom, 34 210& HYstd 317 & 1o U

Eojolg TAMolEY Fe ThEA AEF AL Adstus A
2 9 598 FAHoE FEFPs] £HT EAFO] 14,900 ~ 21,000 g/mol A
Zooldd HEzgdolE due don, B4 24 Pt v E
19 L}EMM‘D}

AA 9 11

AN 10 o W4FFozw P& Togd HeZDHo|EE

VAW, FHF ExEFo] 29,000 ~ 33,400
on, FA 21L& Ao

Y 2% AgEd] 4%, FY A ¥ EfdE ZAolEY
7

Fg TEA ART AE Adstze ’2*101] 2 ¢ FTUY FAHLE

ZZ3ste 37 BASo] 15200 ~ 20,800 g/mol ¢ Eod
HaZegolE AL IAen, 3 2d& AHysto o7l 1 9
HERH AT
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AA 3 T FUAg FHOR AAA 12 9 AYFHOE L
Zgogdd HygZDYolEE nAFTEstd AAHY FRE
BztgFo] 31,000 ~ 34,600 g/mol 1 ZgolEd HEHZ e o
doied, FAH =7AL AYstd 7] F 19 HeEhHAT

Al 14

B3 Z& AR EUFE T2 A AFES AE At A
2 9} Y% FAHOE FEFsIY P FAF] 15,500 ~ 21,400 g/mol ¢
Zgdgdd galzgeolE #aAg ddon, T WL sk 7 %
1o YERAH.

AAd 15

AAd 3 B FEF FHLE A 14 9 "-‘,]’é}%‘%é’_i D
].

Zlodd HuZgeolEE a4FTHstd 2B 7= AH, 3T
Baeko] 31,000 ~ 34,400 g/mol 1 ZTdEd EJ]EHEE]’EHO]E A
ARow, 3 2HS AYsA st7] X 19 HERAIH.

AA

= S gEA A4 AL AYstie dAld
2 & TYUT FHoE FHFsE FHF 2AFO] 14,700 ~ 20,800 g/mol <!
Zgddd gy zEHolE 3R z2AL A 87 =
1ol ERAT

AN 17

AN 3 F FYY FHOR AAd 16 o GAFFor e
Zgogd gHAZEH EE TSI AAAL FERE HAH, 87
Bxlako] 28,000 ~ 35400 g/mol ¢ Zaojdd HulZ=dolE
dolen, 34 2Ug AYst 7] E 1o YERRAT

A Ao 18
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7 Exk2Fo] 15,700 ~ 21,400 g/mol <!
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~

31,000

A A e 20

2 Aol

o

o)
E}]l'é‘

E

zlo & A
=

2
=

]

2ol E

o

1 e}

Egod I AT o|EQ
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A A4 23

AAd 3 B} FLTF FAHLE AAd 22 9o AFFTFeRT FL

Zolgd HHZEHoES uTEE 2AAY TEE THAE, FHE
Aol 31,400 ~ 35800 gimol 1 EEOEd dHHIZYHNE HAEL
dRen, 34 21& FYstad a7 E 1 YA

o224 AHEE AL AQdstae AAd 2 9 FdF FHL=E
5

o] P EXBo]l 15700 ~ 19,000 gmol < ZogA
gazegolE AL Adgon TA AL FYstd sy ¥ 1 9
Uehyeloh

AA9 25

AA 3 3 FAdF FHOZ A 24 9o ARFgozm Jdo
ZYdEd HHZGHOEE uAFTH AAY F2E HAH, FHA
Ezgko]l 31,000 ~ 36,100 g/mol A ETolEd HEZEHolE
dRom, 34 AL HYstd 7] & 1 YeEhdA

ki

Bl aldf 4

AAld 1 9 53 85 AgE 9 A vlad 1 9o Tisi 2%
AL AQstais AdAld 2 & FYFd FHOE
=71 W =gn  EdEd

Ay

22
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0.3

3.0

0.3
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o7 Ou}\]' 1=
el Veog | TS A 180
i A ZEee A8 g 180
vl 7 ol A} .
7”"” %2_ é Sb=253 0.3 3.0 0.3 2.0 180
<A ¥ d)>
= 2 v}l

3+ A & (Intrinsic Viscosity, IV)

W LI22HERSRE oBRee 64 o TANE TR Ao
100 mL o] 54 tido] He Zd2HZ £ 04 g & ¥
LA F 9] Zdl(Ubbelohde) H E=A &7 o} 30 °C F2x4A 10

B #AN D, FEAS} FAYA(AspiratonE ol gste Ao s
258 7% £ Atk 899 S8 255 $YF PP R 7 L, 3
A2 1 R 2 o g3 RV. & 2 LV. &L A 8] Ao,
ct A8Y FEE Yehuth

[AFA] 1]

RV.= A8 Y3} x5/8ve} da 25

[AlIXF2] 2]

LV. = 1/4(R.V.-1)/C + 3/4(In R.V./C)

T_'
ml:l

Al 7] Fek(Carboxylic end group, CEG, -COOH)Y] =

A719 &4 diido] FH& N 2HE F£X 0.5 g 2 100 mL
3l 91, LEEEZEHE &9 25 mL £ FUEY 100 °C o)A
1 A &A= AIRE FH8I T 47 A8 002 M 2 KOH HEL
§do=r HAsA FAHsUY. HF2EHL 259 St sERE IF

Fe/ T4 10° g(FEE mmolkg)ZA A A}

A7) B h(Diethylene glycol, DEG, -OH)8] £ &
4 mm 2719 5 o] He Zd2HEZ x| 05 g & 100 mL
feiAe] Y1, 022 Z22HE £ 25 mL & H7E9 100 °C oA
25




10

15

20

25

WO 2013/154351 PCT/KR2013/003005

1A BN F A2S FHSTh 47 AR B ol WA 50 mL
A74sted 100 °C oA 1 AR B WEAA FAY] dog =B
gvoz ABAAT. cre oiduie A

Heudr) gw g3 ABPA gL AR H=RA7 B P9 A=

A2tk

ZYo g gz EgolE £X MAH(Color=L,a,b)
274 ol HE ZEod2HZ F3) 50 g & F7) FoA FEL
AA" & Z2 g0 E(Colorimeter) =2 SA-2000 o] Hol AL 10 3
Z43te BE ol EEgkolth
L

o, 2 b AN Asge EPzHE A4 BhE A% FoRA
SAder FEAA 249D Utk oH@ AR FAL 4 AL
EZHE7] A% Y A2BFY suelm, AAAEE AYE L AN
Aolg 71%de Roltk of AZHAM, L & PE Uxoli a D b A4
SgFolt Ao, FAFM FIS G b ghol 285 7] %
HE TP AZNN FLF FHoITh ¥ b e A WML gujsiy
2o e B4 WA guidch Tea ¥ o ge B WAL gujstn
2o @ge w4 wag oudth Ed L ge #1E dHus £AA4E
Juiste, 45 87 L HF TFA AzNA b g3 Zo] W FoP
o) ek

A 1
AN 2 2 Had 4 WA 7 oA ALRH Zofe] BE AHHE 2
Color (L, b)2 A3t 817 & 29 71 A&k

[ 2]
an 5% | nfgw | Color i
= AlZHhr) | (V) L b
A Ao 2 2.31 0.61 50.42 -0.95

26
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A A ¢ —z—‘ﬂ‘ g Color %E_Ig 5 EES =
No (—]I_V) L b a %;})% mmol/ ((‘)3?4 :wt%)
Ao 4 |0.61 4822 | 228 095 |63.40 2.92
AAd 51070 [76.48 [-2.61 |-0.12 |59.60 1285
AAld 6 |0.62 48.46 |-1.66 |127 |37.80 2.96
Ao 7 10.72 7740 |-2.16 |0.15 |29.10 2.72
Ao 8 |0.62 49.97 |-0.63 |0.08 |15.30 3.34
AAd 9 10.77 7725 |-044 |-1.02 |12.80 3.01
A )¢ 10 | 0.61 4932 035 051 |9.10 2.79
A Al 11 0.79 77.02 | 0.03 |-0.51 |10.40 2.74
A Ao 12 | 0.62 50.87 {225 |0.10 |14.20 1.72
A A 13 | 0.76 7528 |1.64 |-0.79 |13.20 1.90
A Al 14 0.61 , 51.59 289 |-065 |14.50 2.59
AAld 15 | 0.77 75.18 |2.51 |-1.37 |12.40 12.50
A Ao 16 | 0.61 51.03 |-0.74 |0.65 |28.70 1301
A AT 17 | 0.70 76.33 |-1.57 |-0.36 |26.20 2.95
A4 18 | 0.62 50.85 |-0.61 |0.15 |14.20 2.94
A AT 19 | 0.76 76.61 |-0.47 |-0.87 |10.70 274
A A4 20 | 0.62 4743 |-0.82 |0.68 |18.70 3.75
AAle 211072 [ 76.60 [-1.73 |-0.30 |16.80 3.74
AN 22062 [50.16 |-2.05 053 |19.70 423
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A A< 23 | 0.76 77.13 |-1.66 |-0.65 |16.90 3.55
A A o] 24 | 0.62 4778 |2.88 |-0.64 |15.20 1.45
A A o] 25 | 0.80 75.77 {2.00 |[-1.25 |13.11 1.10

e = Fulje} o] JHES W g,
FhAAY E= 2 @A EF uFo] FYSARS A¢ FEHEE
297 2 oju BT Zlddd HeZHHEolE By AHde 747
24 veggedy EF oAz 433 BEAHE = Zgdgd
HalZgHolEE 58 F AAT

TR, AT Y sS4 Eaﬂ%%ﬂ HelzgddolEE 061
WA 0.62 di/g o AEE YERSH, 145 o8 58 ZgqdEd

HalZgegolEx 0.70 WA 080dl/gd ¥3 3 AES Yyt
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(£33 7891
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A1ae] oM, A7l B 5 A ELS §t7] e 4 & 6]
84 52 BAEHE 29 55 AgE:
[543 4]
Ti/o\/lle
o 0O
5 Mg**

A7) 882 504, n& 2 WA 209 Fgoltt

10 [ 73 5] .
b dlEMg), °Fd(@Zn), TEl(Cu), FMn), ZE(Ca), R F(Fe)Z

=

ojzolzl FozRH A"gd 1 FY FHMI, FJE‘rH(Tl) =
dEoRANS e BF F& AdgE EA s HHZEds
E3ete gt da A8 2 Z2EE AEE TR BAE %'}-t—

st
15 ZddzE=9o A=,

373 6]
A s Fol QolM, A7 FHanel PlavlgM Zedzvad]
A 2 M |
20
(473 7]

31



10

15

20

25

30

WO 2013/154351 PCT/KR2013/003005

A
)
>
1
e

Atol= & 3§y gEa 3 o= 75  EIifol=g]
W2 (Coprecipitate)?] Eejo] 28|29 Az

[stst2] 1]

Ti(OR")4

(334 2]

AI(OR?);

[3}8H4] 3]

M(OR?),

A7) 88k 1,2 2 3004, RLURLR = 4 EYPH o7 M2 ZAY
O2A 4 92 e C~Cyp o €Z7](Alkyl), C~Cy & E7'd 7](Alkenyl),
Cy~Cyp 9 AEELHZ7](Cycloalkyl), Ce~Cy & ©FE7|(Aryl), C~Cp 9
LA MH 7] (Alkylsilyl), Cr~Cy & ©FELZA7|(Arylalkyl) FE C~Cap 9
o7 o} 7] (Alkylary) S 9| v 35}aL,

271 gkekd] 3 oA, M 2 Mg, Zn, Cu, Mn, Ca, ¥ Fe & o]Fo|3l
TOoEHE A8gd 1ol

ol nl

o
o
Z

[ 73 8]
A 5 ol QQolM, 47 EgdiE2e Fke tiate] Ay 23
o 38 HEFET), T2EAD, 2 FEM)S T 949

Z] 200 ppm ©] HEF H7lste FHAHEY Az,

R

oy
N
2
[
=
[y
ot
e 3
olo
lo
rII,
olo
o
o
of)
Hye
o
ol
rlr
au
)
il
e
ot
_O'L
rr

[ 73 10]

32



10

15

20

25

WO 2013/154351 PCT/KR2013/003005

(373 11]
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