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[57] ABSTRACT

Disclosed is a resinous composition having excellent

discoloration, processability, heat resistancy and dura-

bility comprising,

A. 100 parts by weight of an aromatic polyester having
the general formulae (1) and (IT)

Rl)p R2)g (0]
*¢ ¢-o X7 7O
o O
an
T OO
(o] o

B. 0.01 to 5 parts by weight of a phosphoric compound,
and

C. 0.01 to 0.1 part by weight of a carboxylic acid metal
salt. Also disclosed is a process for producing shaped
articles, the improvement which comprises adding
the additives stepwise to the aromatic polyester.

12 Claims, No Drawings

A statutory invention registration is not a patent. It has
the defensive attributes of a patent but does not have the
enforceable attributes of a patent. No article or advertise-
ment or the like may use the term patent, or any term
suggestive of a patent, when referring to a statutory in-
vention registration. For more specific information on the
rights associated with a statutory invention registration
see 35 U.S.C. 157,
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RESINOUS COMPOSITION AND PROCESS FOR
PRODUCING SHAPED ARTICLES USING SAME

This is a continuation of application Ser. No. 703,566,
filed Feb. 20, 1985, now abandoned.

BACKGROUND OF THE INVENTION

1. Field of the Invention:

The present invention generally relates to a resinous
composition comprising an aromatic polyester, a phos-
phite compound and a carboxylic acid metal salt and
process for production of shaped articles using the fore-
going composition. More specifically, it relates to a

10

resinous composition and process for production of 15

shaped articles therefrom comprising the specified aro-
matic polyester, the specified phosphite compound and
the specified organic carboxylic acid metal salt, which
is not only improved in discoloration and processability
at the time of molding, but long-term resistancy and
durability.

2. Description of the Prior Art:

Aromatic polyester polymers are well-known and
various processes have been proposed heretofore; (a) an
interfacial polymerzation that admixes aromatic dicar-
boxylic acid dihalides dissolved in an organic solvent
non-soluble in water with bisphenols dissolved in an
aqueous alkali solution (Examined patent publication
No. 1959/65), (b) a solution polymerization in which
aromatic dicarboxylic acids are reacted with bisphenols
in the presence of an organic solvent (No. 5599/62), (c)
an ester interchange process in which aromatic dicar-
boxylic acids and bisphenols are heated (Nos. 15247/63
and 28119/68), (d) a process of using phase transfer
catalysts, etc. Aromatic polyester polymers so prepared
have excellent properties including such as heat resist-
ancy, mechanical and electrical properties, so that those
are in a widespread use as polymers per se or composi-
tions including shaped articles, films, fibers and the like.

The polymers used in the present invention may be
prepared by various processes as aforesaid. The poly-
mers, nontheless, are inferior in processability and ne-
cessitate a high plasticizing temperature and a high
injecting pressure, from a viewpoint of an extrusion or
injection molding. Those also propose a problem of
discoloration, when processed, which can not be ne-
glected. Further, aromatic polyester compounds are
normally poor in resistancy to hydrolysis. Those poly-
mers, when exposed to high temperature for a long
time, suffer from decomposition of main chains to result
in a decrease in molecular weight. This phenomenon
inevitably leads to a deterjoration in properties such as
strength of the shaped articles, and therefore an im-
provement being expected.

In an attempt to overcome such deficiencies, a vari-
ety of processes have been proposed, e.g., use of organic
phosphines (Non-examined patent publication No.
102042/76), use of phosphorous compounds (No.
100551/77, 134663/77), use of organic carboxylic acid
metal salts (No. 152953/77), conjoint use of organic
carboxylic acid metal salts and cyclic phosphites (No.
252954/78), conjoint use of carboxylic acid metal salt-
s/epoxy compounds/phosphorous compounds (No.
104654/78), conjoint use of epoxy compounds and
phosphorous compounds (No. 104654/78), conjoint use
of expoxy compounds and organic carboxylic acid
metal salts (No. 84046/78), treatment with reducing
agents (No. 30895/76) and so on. In those prior arts,
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however, mention is only made as to aromatic polyes-
ters comprising terephthalic acid/isophthalic acid and
bisphenol A, and satisfactory results are not expected as
far as aromatic polyesters, especially those defined by
the following general formula (V) stated later.

SUMMARY OF THE INVENTION

It is therefore an object of the present invention to
provide a resinous composition which is easy to mold or
shape for preparing shaped products.

It is another object of the present invention to pro-
vide a shaped article having an improved long-term
heat resistancy and durability, which also maintains a
high heat distortion temperature.

These and other objects of the present invention to-
gether with the advantages thereof will become appar-
ent to those skilled in the art from the detailed disclo-
sure of the present invention as set forth hereinbelow.

An extensive series of studies have been made by the
present inventors in order to eliminate such defects as
aforesaid and it has been found that when the specific
phosphite compound and the specific carboxylic acid
metal salt are blended conjointly with the aromatic
polyesters used in the present invention, the resulting
mixture exhibits excellent processability and provides a
shaped article which is heat resistant and durable for a
long period of time, while maintaining high heat distor-
tion temperature.

DETAILED DESCRIPTION OF THE
INVENTION

Stated more specifically, the present invention en-
compasses a resinous composition having not only im-
proved discoloration and processability, but excellent
heat resistancy and durability, which comprises the
components:

A. 100 parts by weight of an aromatic polyester contain-
ing recurring structural units of the general formulae

(I) and (ID),

Ri)p R2)g ()]
(c c—o X —OF
O (o}
(Im
( ﬁ ﬁ_o‘@ XH@W O
o o

wherein
X=C;-Cyo alkylene, Cs-C;5 cycloalkylene or cy-
cloalkylidene, —O—, —S—, —CO— or —SO,—
R1,Ry=C;-Cyg alkyl, aryl, ararkyl, alkoxyl, aryloxyl
or arylalkoxyl
D ¢ p+g=integar of 1 to 8 (1>p, ¢=4)
m, n=0 or 1 (if m=1, n5£0)
k, 1=0or 1 (if k=1, 15-0), and
molar ratio (I)/(I1)+(11)=1-0.01.
B. 0.01 to 5 parts by weight of a phosthite compound,
and
C. 0.01 to 0.1 part by weight of a carboxylic acid metal
salt.
The present invention further encompasses a process
for producing shaped articles having excellent heat
resistancy and durability, which comprises the steps of;
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blending 100 parts by weight of an aromatic polyester
containing recurring structural units of the general for-
mulae (I) and (II) with 0.01 to 5 parts by weight of a
phosphite compound,

admixing the blend under heat uniformly,

extruding and pelletizing the resulting blend,

blending the resulting pellets with a carboxylic acid
metal salt, and

molding the resulting blend.

RZ)q

C—'O
]
(o}

a

C—0 X o
i I ‘@ H@"
o o

wherein

X=C1-Cyo alkylene, Cs-Cis cycloalkylene or cy-

cloalkylidene, —O—, —S—, —CO— or —SO—

R1,R2=C1-Cy alkyl, aryl, ararkyl, alkoxyl, aryloxyl

or arylalkoxyl

P, ¢ p+q=integer of 1 to 8 (1=p, q=4)

m, n=0 or 1 (if m=1, n5£0)

k, 1=0o0r 1 (if k=1, 15£0), and

molar ratio (I1)/(I)+(1I)=1-0.01.

The aromatic polyesters to be used in the present
invention contain recurring structural units defined by
the general formulas (I) and (II). The polymers should
preferably have the molar ratio in the polymers of (I) to
D+ (D) ranging from 1 to 0.01. With a view to obtain-
ing polymers with higher heat distortion temperatures,
the polymers should preferably have the molar ratio of
terephthalic acid (III) to isophthalic acid (IV)+-tereph-
thalic acid (III) ranging from 1~0.4, more preferably 1
to 0.9;

11y

Iv)

wherein A =bisphenol residue.

- More preferably, the recurring structural unit defined
by the general formula (I) should be one defined by the
formula (V);

O

wherein
X, m, n=same as aforesaid
Rito Rg=C1-C4 alkyl, alkoxyl or phenyl.
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The acid components to be used in the present inven-
tion may be derived from terephthalic acid or iso-
phthalic acid. Aromatic rings may have substituents.

The bisphenol components to be used in the present
invention may be derived from the general formula (IX)

or (X);

(R1)p (R2)q

~Or~O

wherein X, R,R2, p, q, m, n, k or I=same as aforesaid.
More preferably, the compounds defined by the for-
mula (IX) should be those defined by the formula (XI)

R3 Rs
Ry Rg
wherein X, m, n, R3 to R¢=same as aforesaid.

Examples of the divalent phenol (VI) are bis (4-
hydroxyphenyl) methane, 1,1-bis (4-hydroxyphenyl)
ethane, 2,2-bis (4-hydroxyphenyl) propane, bis(4-
hydroxyphenyl) sulfon, bis(4-hydroxyphenyl)ketone,
4,4'-dihydroxydiphenylether and 4,4'-dihydroxydiphe-
nylsulfide). Examples of the divalent phenol (X) are
2,2-bis (3,5-dimethyl-4-hydroxyphenyl)propane, 2,2-bis
(3,5-di-sec-butyl-4-hydroxyphenyl)propane, bis(3,5-
dimethyl-4-hydroxyphenyl)methane, 1,1-bis(3,5-
dimethyl-4-hydroxyphenyl)ethane, 1,1-bis(3,5-dimeth-
yl-4-hydroxyphenyl)cyclohexane,  bis(3,5-dimethyl-4-
hydroxyphenyl)sulfon, ~ bis(3,5-dimethyl-4-hydroxy-
phenyDketone,  bis(3,5-dimethyl-4-hydroxyphenyl)e-
ther, bis(3,5-dimethyl-4-hydroxyphenyl)sulfide, 2,2-
bis(3,5-dimethyl-4-hydroxyphenyl)hexafluoropropane,
2,2-bis(3,5-dimethoxy-4-hydroxyphenyl)propane,
bis(3,5-dimethoxy-4-hydroxyphenyl)methane, 2,2-bis(3-
methoxy-4-hydroxy-5-methylphenyl)propane,  bis(3-
methoxy-4-hydroxy-5-methyphenyl)methane, bis(3,5-
diphenyl-4-hydroxyphenyl) = methane,  2,2-bis(3,5-
diphenoxy-4-hydroxyphenyl)propane, bis(3-phenoxy-4-
hydroxy-5-methyl)methane,  4,4'-dihydroxy-3,3',5,5'
tetramethylbiphenyl and 4,4'-dihydroxy-3,3',5,5'-tetra-
etylbiphenyl.

In addition, condensed polycyclic disphenols such as
dihydroxynaphthalene and dihydroxyanthracene; bis-
phenolic dyes and pigments such as alizarin, phenolph-
thalein, fluorescein, naphtophthalein, thymolphthalein,
aurin, phenolsulfophthalein and dibromophenolsulfoph-
thalein; dinaphthyl compounds such as 2,2-dihydroxy-
1,1'-dinaphthylmethane, 4,4-dihydroxydinaphthyi-1,1’,
2,2'-dihydroxydinaphthyl-1,1’, 1,1'-bis(4-hydroxynaph-
thyl)-2,2,2-trichloroethane and 2,2’-dihydroxydinaph-
thylphenyl-methane may be partly substituted for bis-
phenols.

Ixy

X)

XD
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Usually, monofunctional compounds may further be
used for the adjustment of molecular weight. Examples
of the monofunctional compound are monophenols
such as phenol, methoxyphenol, t-butylphenol, octyl-
phenol and nonylphenol; monothiophenols; acid chlo-
rides and amines.

The molecular weight of the polymers should prefer-
ably be 0.4 to 0.8 in terms of nsp/c (32 ° C., chloroform,
0.32 di/g).

In aromatic polyesters such as defined by the forego-
ing structure, the component defined by the formula
(XI) impart superior water-resistancy and alkali-resist-
ancy as compared with conventional aromatic polyes-
ters. The aromatic polyesters, however, have a draw-
back that shaped articles are discolored and, in conse-
quence, inferior in long-term heat resistancy and dura-
bility because of poor flowability upon molding, though
possessing high heat distortion temperature.

The phosphite compounds to be used in the present
invention may have the general formula (VI);

(R70)3 P or (R70),P—OR3—O—P—OR7) VD
wherein

R7=Cs-Cjpalkyl, cycloalkyl, aryl, arylalkyl or alkyl-

aryl

Rg=Ci-Csp aromatic or aliphatic.

The phosphite compounds may be more preferable
when R7is Cg-Cjparyl or alkylaryl, or when defined by
the general formula (VII);

—Rg—O—P(OR10)—0)n (VID)
wherein

Rg==same with Ry

Rip=same with Ry

n=integer of 3-50.

Examples of the phosphite compound defined by the
formula (VI) are tridecylphosphite, triisodecylphosph-
ite, tris(tridecylphosphite), phenyl(didecylphosphite),
phenyldi(tridecyl)phosphite, ~diphenyloctylphosphite,
diphenyldecylphosphite,  diphenyltridecylphosphite,
tris(nonylphenyl)phosphite, ~di(dinonylphenyl)-nonyl-
phenylphosphite, tris(di-t-butylphenyl)phosphite, tetra-
phenyldipropyleneglycoldiphosphite, 4,4'-butylidene-
bis(3-methyl-6-t-butylphenyl-didodecylphosphite, tet-
ra(tridecyl)-4,4'-isopropylidenediphenyldiphosphite.
Moreover, the phosphite compounds defined by the
following general formulae may also be used;

CH
R'sO 3 OR’
AN /
PO op
7/ AN
R's0 OR's
CH3

wherein
CH3; CHj
C13H270 OCy3Hy7
AN Ve
PO (I:H op
Ci3Hy70 C3H7 0OCj3Hy
tBu tBU
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-continued
CH; CHj
C13H270\ OCi3Hy7
PO CH O—P
/
C13H270 OC)3Hy7
tBu CH, tBu
CH3
OCy3Hy7
/
(IJH O—P
CH;3 OCy3Hyy
tBu
tBu tBu
(|33H7
/O @ CH OH
(CHz‘)B“OP\ CH; CH;
L A2

Typically, an example defined by the general formula
(VII) is a hydrogenated bisphenol A phosphite poly-
mer.

An amount of the phosphite compound in the present
invention is 0.01 to 5 parts by weight based on 100 parts
by weight of the aromatic polyester. In the case of less
than 0.01 part by weight, satisfactory results are not
provided, and in the case of exceeding 5 parts by
weight, heat distortion temperature decteases to thus
damage properties inherent in the resin.

The carboxylic acid metal salts to be used in the pres-
ent invention are metal salts of C7-Cjp aliphatic or aro-
matic carboxylic acids and metals belonging to II to IV
group of the short periodic table of elements. Preferable
carboxylic acids are C;1-Cz3 aliphatic carboxylic acids,
including such as lauric acid, myristic acid, palmitic
acid, stearic acid, behenic acid, linolic acid, oleic acid
and erucic acid. Preferable metals are, for example,
calcium, barium, zinc, lead, tin and cadmium.

An amount of the carboxylic acid metal salt in the
present invention is 0.01 to 0.1 part by weight based on
100 parts by weight of the aromatic polyester, with
which discoloration upon molding can be sufficiently
prevented. With an amount less than 0.1 part by weight,
a marked effect is not expected and with an amount
exceeding 0.1 part, chemical resistance, particularly,
organic solvent resistance is lost.

When shaped articles are prepared from the composi-
tion of the present invention, the aromatic polyester is,
at first, admixed under heat with the phosphite com-
pound, then the obtained admixture being pelletized.
Thereafter, the resulting pellets and the carboxylic acid
metal salt are admixed under heat, then shaped by injec-
tion molding, extrusion molding and so on. It has been
discovered that the above process can reduce an
amount of each additive as shown by examples, or can
use a polymer of higher molecular weight when the
same amount of additives are added, as compared with
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cases where all the components are admixed upon pel- acid chloride were dissolved under a nitrogen atmop-
letizing. shere in 2500 ml of methylene chloride and cooled to 2°
As a rule, aromatic polyester shaped articles become C.
improved in properties such as heat resistancy and Into an 8 1 separable flask, 1000 ml of deionized water

chemical resistancy, as the amount of additives de- 5 and 0.47 g of benzil tributyl ammonium chloride serving
creases and the molecular weight of the polymer is as a catalyst were charged under a nitrogen atmosphere
high. The reason why outstanding results can be ob- and cooled similarly.
tained with the compositions of the present invention is The foregoing two liquids were respectively added
not always made clear, but presumably the phosphite by pumps continuously with violent stirring over 800
compound not only prevents discoloration, but acts as |0 seconds into the 8 1 separable flask. After 5 hours from
an inner lubricant, while the carboxylic acid metal salt  the termination of addition, the reaction product was
acts as an outer lubricant. added into 100 ml of methylene chloride containing 4.22
One of features of the present invention is, as stated g of benzoyl chloride. When stirring was stopped after
above, to add those additives stepwise to the aromatic 20 minutes, the contents were separated after about 10
polyester. The admixing of the phosphite compound 15 minutes into two layers, i.e., a methylene chloride solu-
with the aromatic polyester is accomplished by use of a tion containing a polymer and an aqueous solution con-
U type blender, a Henshel mixer, a Super mixer, a taining common salt and caustic soda. After the aqueous

—

kneader, etc. The admixing of the pellets with the car- layer having been decanted, the same amount of water
boxylic acid metal salt is attained by use of a ribbon was added and the contents were neutralized with stir-
blender, etc. 20 ring with a small amount of hydrochloric acid. After

The compositions of the present invention may fur-  desalting by washing was repeated, into the methylene

ther contain a small amount of additives such as an  chloride solution was the same amount of acetone
antioxidant, an age register and a light stabilizer, witha  added gradually to precipitate the polymer, which was
view to improving heat resistancy, weatherability, oxi- recovered as powder. The obtained polymer had the
dation resistancy, etc. To impart flame retardancy to 25 molecular weight of 0.70 in terms of nsp/c (32° C,,
the compositions, various known flame retardants may chloroform, 0.32 di/g).
be added. Moreover, inorganic fibers such as glass fiber
and metallic whisker, carbon fibers, organic fibers, etc. EXAMPLES 1~7, COMPARATIVE EXAMPLES
may be added to reinforce the compositions. Coloring 1~3
by addition of dyes and pigments is, of course, possible 30 100 parts by weight of the polymers prepared accord-
and addition of inorganic fillers is also possible. More- ing to Reference Example 1 were blended by a Henshel
over, it is also possible to provide compositions en-  mixer with phosphite compounds as set forth in Table 1
dowed with a variety of characteristics by blending and the blends were extruded at 330° C. to give pellets.
with other resins. Thereafter, carboxylic acid metal salts listed up in Table
Aromatic polyester compositions thus obtained are 35 1 were uniformly blended with the pellets, then sub-
subjected to molding or shaping and have a widespread ~ jected to injection molding at 360° C. to prepare test
use as shaped articles, films or sheets in mechanical pieces (dumbbell No. 1). These dumbbells were tested
parts, electrical parts and the like. for heat deterioration by placing them in a gear oven
Hereinafter, the present invention will be explainedin ~ heated to 160° C. Similar test was also conducted in a
more detail by way of examples and comparative exam- 40 saturated steam of 90° C. The results were shown in
ples that follow, to which the invention is in no way Table 1.

TABLE 1
Additives (Parts by wt) Tensile strength (kg/cmz_) Coloring
Carboxylic Immediately After (a) Immediately Moisture (b)
Phosphite acid salt  after molding aging after molding After aging resistance
Example
1 P (0.5) Cj (0.05) 750 750 Pale yellow Yellow brown
2 P3 (0.5) C1 (0.1) 750 760 Pale yellow Yellow brown
3 P, (0.5) Cz (0.1) 750 800 Pale yellow Yellow brown
4 P Q1) C; (0.07) 750 800 Pale yellow Yellow
5 P; (0.1 C1(0.05) 750 720 Pale yellow Pale brown
6 P (3) Cj (0.05) 750 750 Pale yellow  Pale yellow
7 P3(0.5) Cy (0.1 750 550 Pale yellow Yellow brown
Comp. Ex.
1 0 0 (Molding is impossible)
2 Py (0.5) 0 750 350 Yellow Brown A
3 0 C; (0.7 750 290 Pale yellow Black brown X

limited.
As is apparent from the results of Table 1, Examples
REFERENCE EXAMPLE 1 60 1~7 are all superior in tensile strength after aging, as
221.18 g of bisphenol A, 124.57 g of 3,3',5,5'-tetrame- compared with Comparative Examples 2~3, and also
thylbisphenol F, 9.97 g of paramethoxyphenol, 2.64 gof ~ excellent in moisture resistance. Example 7 which em-
sodium hydrosulfite, 960 ml of 4N-NaOH and 1660 ml ployed a cyclic phosphite is somewhat insufficient in

of deionized water were admixed under a nitrogen at- tensile strength after aging. With a carboxylic acid
mosphere in a 3 1 flask and cooled to 2° C. to obtain an 65 metal salt alone, at least 0.7 part by weight was required
aqueous alkali solution of bisphenol. to ensure molding, as shown by Comparative Example

On the other hand, in another 3 1 flask 274.05 g of 3.
terephthalic acid chloride and 30.45 g of isophthalic Test conditions;



H506

9
(a) 160° C., 7 days, in a gear oven
(b) 90° C., 3 days, in a saturated steam
Criteria of moisture resistance;
: Neither creases nor cracks are observed

: A small number of creases or cracks are observed 5 -(-|c|

A: A fairly number of cracks are observed
X: A great number of cracks are observed
Additives;

10
Pi: tBu O¥P
tBu 15
I
Pz H€O C O—P-+06)0%;
I 4 20
CHj
OCH; /CHzo
P3: C1gH370—P C P—0C,gH37
\OCH 25
2 CH,0
Cy: Magnesium stearate
C,: Calcium stearate
REFERENCE EXAMPLE 2 30

An aromatic polyester was prepared in a similar man-
ner to.that of Reference Example 1, except that 138.2 g
of 3,3',5,5"-tetramethylbisphenol A was used in place of
124.57 g of tetramethylbisphenol F. The obtained poly-

10

Rp)p R2)q o
ﬁ_o@x i ' O-)-
[0}

(In
o 0]

wherein

X=C1-Cyp alkylene, Cs-Cis cycloalkylene or cy-
cloalkylidene, —O—, —S—, —CO— or
—S0—

R,R2=C-Cyp alkyl, aryl, ararkyl, alkoxyl, aryl-
oxyl or arylalkoxyl
P> ¢ p+q=integer of 1 to 8 (1=p, q=4)
m, n=0 or 1 (if m=1, n=£0)
k, 1=0 or 1 (if k=1,1540), and
molar ratio (I)/(I)+(II)=1-0.01,
B. 0.01 to 5 parts by weight of a phosphite compound
having general formula (VI);

(R70)3P or (R70),P—ORg—O—P—OR7); D

wherein

R7=Cs-Cy0 alkyl, cycloalkyl, aryl, arylalkyl or
alkylaryl

Rg=C;~Csp aromatic or aliphatic (each substituent
may or may not be the same),

or wherein the phosphite compound comprises an

oligomer or a polymer having the general formula;

mer exhibited 0.68 in terms of nsp/c (32° C., chloro- 35 —Rg—O—P (OR0)—O—p, Vi)
form, 0.32 di/g).
EXAMPLES 8~9, COMPARATIVE EXAMPLE 4 wherein

. . Rg=same as Rg

With 100 parts by weight of the polymers prepared 40 Rip=same as R7
by reference Example 2, phosphite compounds and n=integer of 3-50.
carboxylic acid metal salts as set forth in Table 2 were C. 0.01 to 0.1 part by weight of a carboxylic acid
blended. . metal salt.

Test samples were prepared using the blends and 2. The resinous composition of claim 1, wherein
supplied for the test, similarly to Examples 1~7. Table 45 molar ratio of (IIT)/(II)+(IV) contained in the aro-
2 shows the results.

TABLE 2
Additives (Parts by wt) _Tensile strength (kg/cm?) Coloring
Carboxylic Immediately  After (a) Immediately Moisture (b)
Phosphite acid salt  after molding aging after molding After aging resistance
Example
8 Py (1) C; (0.07) 780 800 Pale yellow  Pale brown
9 P1 (3) C1 (0.05) 780 780 Pale yellow  Yellow
Comp. Ex. 4 P (D) 0 760 250 Pale yellow  Brown A

What is claimed is:

1. A resinous composition having improved discolor-
ation, processability, heat resistancy and durability
comprising:

A. 100 parts by weight of an aromatic polyester con-

taining recurring structural units of the general
formulae (I) and (II),

65

matic polyester ranges from 1 to 0.1;

(1D

“C C—0—AY>
P) Il
(Iv)
+C C—0—A¥
QOJd

wherein A =bisphenol residue. -
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3. The resinous composition of claim 2, wherein the
molar ratio of (III)/(IIT)4(IV) ranges from 1 to 0.4.
4. The resinous composition of claim 2, wherein the
molar ratio of (IIT)/(III)+(IV) ranges from 1 to 0.9.

5. The resinous composmon of claim 1, wherein the 5

general formula (I) is defined by general formula (V);
@c—o@* ﬁ@% ¢
Il

wherein 15

X, m, n=same as aforesaid

R3 to R¢=C)-C4 alkyl, alkoxyl or phenyl.

6. The resinous composition of claim 1, wherein the
aromatic polyester has a specific viscosity of from 0.4 to
0.8 dl/g (32° C., chloroform). 20

7. The resinous composition of claim 1, wherein R7 of
the phosphite compound (VI) is Cg~Csp aryl or alkyl-
aryl.

8. The resinous composition of claim 1, wherein the
carboxylic acid used as the carboxylic acid metal salt
has the general formula (VII);

25

R11CO2H vHan
wherein R1j=C7-Cy aliphatic or aromatic.

9. The resinous composition of claim 8, wherein the
carboxylic acid is C1—C;3 saturated or unsaturated
carboxylic acid.

10. The resinous composition of claim 1, wherein the
metal used as the carboxylic acid metal salt belongs to II
to IV group of the short periodic table of elements.

11. A process for producing shaped articles having
excellent heat resistancy and durability comprising
steps of

blending 100 parts by weight of an aromatic polyester 40

containing recurring structural units of the general
formulae (I) and (IT) with 0.01 to 5 parts by weight
of a phosphite compound,

admixing the blend under heat uniformly,

extruding and pelletixing the resulting blend,

30
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12
blending the resulting pellets with a carboxylic acid
metal salt, and
molding the resulting blend;
Rl)p

R2)q )

wherein

X=C;-Cjp alkylene, Cs~C;s5 cycloalkylene or cy-
cloalkylidene, —O—, —S—, —CO— or
—S0;—

R1,R2=C-Cy alkyl, aryl, ararkyl, alkoxyl, aryl-
oxyl or arylalkoxyl
Ps q; p+q=integer of 1 to 8 (1=p,
m, n=0 or 1 (if m=1, n5%0)
k,1=0o0r 1 (if k=1, 1540), and molar ratio (I)/(I)+-
(In=1-0.01.
12. The process of claim 11 wherein said phosphite
compound has the general formula (V1);

q=4)

(R70)3P or (R70),P—ORg—O—P—OR7); VD
wherein
=Cg~-Cjpalkyl, cycloalkyl, aryl, arylalkyl or alkyl-
aryl
=C-Csp aromatic or aliphatic (each substituent
may or may not be the same),
or wherein the phosphite compound comprises an
oligomer or a polymer having the general formula;
—Ry—0 —P (OR9)—0)x (V1D
wherein
Ry=same as Rg
Rig=same as R7

n=integer of 3-50.
* % % % kX




