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Description

TECHNICAL FIELD

[0001] The present invention relates to a process for producing an oriented thermoplastic polyester resin sheet excellent
in tensile strength, tensile modulus, and heat resistance, and a laminate-molded body which comprises the oriented
thermoplastic polyester resin sheet as a core member and can be used suitably as an exterior building member.

Background Art

[0002] Hitherto, some investigations have been made about a process for producing a crystalline polymeric sheet
which has smooth surfaces and is transparent and high in strength and modulus of elasticity by pultrusion-molding. For
example, suggested is a process of pulling out a crystalline polymeric original sheet made of polyethylene, polypropylene,
polyacetal resin, nylon or the like into a draw ratio of at least 2.5 or more by means of a pair of rollers heated to a
temperature that is not lower than the deformation-start temperature when the temperature of the sheet is raised at a
temperature-raising rate of 1°C/minute and that is not over the rise-up temperature of the differential scanning calorimetry
melting curve thereof while a load of 10 MPa is applied to the sheet (see, for example, Patent Document 1).

Patent Document 1: JP-A-60-15120 

[0003] However, in order to draw a polyester resin by the above-mentioned crystalline polymeric sheet producing
process, the polyester resin is too hard at low temperature that the resin lacks flexibility necessary for being drawn. At
high temperature, orientation-relaxation takes priority. Therefore, in order to yield an oriented sheet excellent in strength
and modulus of elasticity, it is necessary to subject the resin to pultrusion-molding in the temperature range from the
glass transition temperature of the polyester resin - 20°C to the glass transition temperature + 20°C. However, the
oriented polyester resin sheet, which is subjected to the pultrusion-molding, has a drawback that when the sheet is
heated to the glass transition temperature or higher, modulus of elasticity falls suddenly.
[0004] In the meantime, a vinyl chloride based resin is excellent in water resistance, flame resistance, mechanical
properties and others, and is further relatively inexpensive ; therefore, the resin is widely used as a material for building
members. For example, gutters are generally formed by extruding a rigid vinyl chloride based resin.
[0005] However, the linear expansion coefficient of rigid vinyl chloride based resin molded bodies is as large as 7.0
x 10-5 (1/°C) ; therefore, when gutters made of rigid vinyl chloride based resin are set up, it is necessary to joint the
gutters to each other through a joint which can absorb the stretch and shrinkage of the gutters, or make an end of each
of the gutters free. However, when the whole length of the set-up gutters becomes long, the number of joints or shoots
becomes large. Thus, there is generated a drawback that the external appearance is bad.
[0006] For this reason, various investigations have been made about gutters having a low linear expansion coefficient.
For example, suggested is a vinyl chloride based resin gutter comprising a vinyl chloride based resin composition wherein
20 to 35 parts by weight of mica, 20 to 40 parts by weight of calcium carbonate and 5 to 15 parts by weight of a processing
aid are added to 100 parts by weight of a vinyl chloride resin (see, for example, Patent Document 2).

Patent Document 2: Japanese Patent No. 2905260 

[0007] In the gutter, mica and calcium carbonate are added to a vinyl chloride based resin, thereby making the linear
expansion coefficient of the gutter low. However, the gutter is made mainly of the vinyl chloride based resin; if the added
amount of mica and calcium carbonate is small, the linear expansion coefficient is still high. If the added amount is made
high, the gutter has a drawback that the impact resistance and the durability thereof fall.
[0008] Suggested is also a gutter which is impregnated with glass fiber as a reinforcing material or a gutter on which
a metallic thin plate is laminated. For example, suggested are a composite molded product in which a composite sheet
comprising a thermoplastic resin and a reinforcing fiber is shaped to have a required sectional shape, a thermoplastic
resin is extruded onto the surfaces thereof to coat the surfaces, and further the reinforcing fiber, which is a short fiber,
is oriented at random in at least the shaped region of the composite sheet (see, for example, Patent Document 3), a
gutter wherein a metallic thin plate is used as a core member, both surfaces of this core member are each coated with
a synthetic resin to form a sheet member, and the tip of a bending tool is pushed against this sheet member to bend/
form the member to have a substantially "U-shaped" section, characterized in that a concave groove along which the
tip of the bending tool is to be guided is made at an inner-face-side position where the synthetic resin is bent (see, for
example, Patent Document 4), and others.

Patent Document 3: JP-A-11-19998
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Patent Document 4: JP-A-9-279783

[0009] However, in the former gutter, it is essential to form a composite sheet comprising a thermoplastic resin and
a reinforcing fiber wherein short fiber pieces are oriented at random, shape the sheet to have a required sectional shape,
and subsequently extrude a thermoplastic resin for coating onto the surface thereof; thus, the production is difficult and
further when the gutter is disposed of, a problem is caused.
[0010] In the latter gutter, a metallic thin plate is laminated as its core member; therefore, the weight becomes large
and the work for cutting the gutter is difficult. Furthermore, in ends of the gutter, the metallic thin plate is uncovered;
therefore, with the passage of time, the plate rusts so as to result in a drawback that the durability is lowered by corrosion
thereof.
[0011] Furthermore, as a gutter having a low linear expansion coefficient without using any core member made of a
metallic thin plate or any glass fiber, the following is suggested: a polyolefin molded body which has an average linear
expansion coefficient of 5 x 10-5 (1/°C) or less at temperatures of 20 to 80°C and is obtained by putting, onto a surface
of a polyolefin oriented material having an average linear expansion coefficient of 5 x 10-5 (1/°C) or less at temperatures
of 20 to 80°C, a low molecular weight compound in which the polyolefin can be dissolved, and then pressing/heating
the resultant to bond the polyolefin oriented material (see, for example, Patent Document 5). Suggested are also a
synthetic resin gutter in which a thermoplastic synthetic resin has a linear expansion coefficient of 6 x 10-5/°C or less
and a thickness of more than 0.5 mm and is obtained by extruding a thermoplastic resin, and then drawing this extruded
body to stretch the body, thereby orienting molecules therein in a single direction (see, for example, Patent Document
6), and others.

Patent Document 5: JP-A-10-291250
Patent Document 6: JP-A-2002-285685 

[0012] However, the former gutter is a sheet wherein a polyolefin oriented material is highly drawn into a draw ratio
of 20 to 40, and thus the gutter has drawbacks that the gutter is easily cracked along the draw direction and the impact
resistance is poor. When an attempt is made to laminate a rigid vinyl chloride based resin, AES resin or the like thereon
in order to prevent the drawbacks, there is generated a drawback that the oriented state of the polyolefin is turned into
disorder to make the linear expansion coefficient high since the polyolefin has a lower melting point than the above-
mentioned resins.
[0013] Additionally, the latter gutter has drawbacks that the gutter is easily cracked along the draw direction and the
impact resistance is poor since the gutter is produced only by drawing a gutter obtained by extrusion molding.
A further method for producing an oriented polyester sheet is disclosed in EP 0 747 200

DISCLOSURE OF THE INVENTION

PROBLEMS TO BE SOLVED BY THE INVENTION

[0014] In light of the above-mentioned drawbacks, an object of the present invention is to provide a process for
producing an oriented thermoplastic polyester resin sheet excellent in tensile strength, tensile modulus, and heat resist-
ance.
The process of the present invention provides a light laminate-molded body which has a low linear expansion coefficient
and is excellent in impact resistance, durability, easiness of handling, productivity and others, in particular, a laminate-
molded body which can be used suitably as an exterior building member, such as a gutter, using the above-mentioned
oriented thermoplastic polyester resin sheet.

MEANS FOR SOLVING THE PROBLEMS

[0015] The process of the present invention for producing an oriented thermoplastic polyester resin sheet comprises:
pultrusion-drawing a thermoplastic polyester resin sheet in an amorphous state at a temperature from the glass transition
temperature of the oriented thermoplastic polyester resin - 20°C to the glass transition temperature of the thermoplastic
polyester resin + 20°C; and then drawing the resultant uniaxially at a temperature higher than the temperature for the
pultrusion-drawing.
[0016] Examples of the thermoplastic polyester resin used in the present invention include polyethylene terephthalate,
polybutylene terephthalate, polytrimethylene terephthalate, polyglycolic acid, poly(L-lactic acid), poly(3-hydroxybutyrate),
poly(3-hydroxybutyrate/hydroxy valerate), poly(ε-caprolactone), polyethylene succinate, polybutylene succinate, poly-
butylene succinate adipate, polybutylene succinate/lactic acid, polybutylene succinate/carbonate, polybutylene succi-
nate/terephthalate, polybutylene adipate/terephthalate, polytetramethylene adipate/terephthalate, and polybutylene suc-
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cinate/adipate/terephthalate. Polyethylene terephthalate, which is excellent in heat resistance, is preferred.
[0017] If the intrinsic viscosity of the thermoplastic polyester resin is too low, drawdown is easily caused when a sheet
is produced therefrom. If the intrinsic viscosity is too high, the mechanical strengths (in particular, modulus of elasticity)
are not raised even if the sheet is drawn. Thus, the intrinsic viscosity is preferably from 0.6 to 1.0.
[0018] The thickness of the thermoplastic polyester resin sheet is not particularly limited, and is preferably from 0.5
to 5 mm. If the thickness is less than 0.5 mm, the sheet thickness is too thin after the sheet is drawn. Consequently, the
strength may not be sufficient when the sheet is handled. If the thickness is more than 5 mm, the sheet may not be
easily drawn.
[0019] The thermoplastic polyester resin sheet is in an amorphous state. The crystallinity of the thermoplastic polyester
resin sheet is not particularly limited as long as the sheet is in an amorphous state. The crystallinity measured with a
differential scanning calorimeter is preferably less than 10%, more preferably less than 5%.
[0020] In the present invention, the above-mentioned thermoplastic polyester resin sheet in an amorphous state is
subjected to pultrusion-drawing. The method for the pultrusion-drawing is not particularly limited, and the sheet may be
subjected to pultrusion-drawing by passing the sheet through a pultrusion-mold having a predetermined clearance.
Preferably, the sheet is subjected to pultrusion-drawing by passing the sheet between a pair of rolls since the thickness
after drawing can be controlled at will and further it never happens that a specific moiety of a pultrusion-mold is worn down.
[0021] The temperature of the thermoplastic polyester resin sheet when the sheet is subjected to the pultrusion-
drawing is not particularly limited. It is preferred to pre-heat the sheet at a temperature close to the glass transition
temperature.
The pre-heating temperature is preferably from the glass transition temperature of the thermoplastic polyester resin -
20°C to the glass transition temperature of the thermoplastic polyester resin + 10°C.
Whether the pre-heating temperature is too low or too high, the temperature of the resin sheet may not become a
predetermined temperature.
[0022] If the temperature when the pultrusion-drawing is performed is low, the thermoplastic polyester resin sheet is
too hard. Thus, even if an attempt is made to pull out the sheet, the sheet may be cut prior to the pulling-out. Even if the
sheet is not cut, there arises a problem that voids are generated so that the sheet whitens or the like. If the temperature
becomes high, the thermoplastic polyester resin sheet becomes soft so that the sheet is cut by tension for pulling out
the sheet. Accordingly, the temperature is from the glass transition temperature of the thermoplastic polyester resin -
20°C to the glass transition temperature of the thermoplastic polyester resin + 20°C, preferably from the glass transition
temperature of the thermoplastic polyester resin to the glass transition temperature of the thermoplastic polyester resin
+ 10°C.
[0023] When the thermoplastic polyester resin sheet in an amorphous state is pulled out, the rolls do not necessarily
need to be rotated. In particular, when the thermoplastic polyester resin sheet is thick, it is preferred to rotate the rolls
in the pulling direction since a rise in the temperature of the sheet is easily caused by heat storage into the rolls based
on shear-heat-generation.
[0024] If the rotating speed of the rolls is slow, the time during which the rolls contact the thermoplastic polyester resin
sheet is long so that frictional heat is generated to raise the roll temperature. Thus, an effect of cooling the heated
thermoplastic polyester resin lowers. As a result, the temperature thereof exceeds the predetermined pultrusion-drawing
temperature. Conversely, if the rotating speed of the rolls is fast, only the thermoplastic polyester resin in the surface of
the thermoplastic polyester resin sheet flows so that the sheet cannot be uniformly pultrusion-drawn. Thus, modulus of
elasticity of the resultant pultrusion-drawn thermoplastic polyester resin sheet falls.
[0025] It is therefore preferred that the rotating speed of the rolls is a speed not higher than a speed substantially
equal to the sheet-feeding speed when the thermoplastic polyester resin sheet is pulled out at a pulling speed under the
same condition in a state that the rolls are not rotated.
[0026] If the thermoplastic polyester resin sheet is thick (1.5 mm or more), heat is largely generated by shear of the
rolls and the sheet. It is therefore preferred that the rotating speed of the rolls is from 50 to 100% of the above-mentioned
sheet-feeding speed. If the thermoplastic polyester resin sheet is thin, the rotating speed of the rolls may be slow since
the cooling effect based on the rolls is large.
[0027] The draw ratio of the above-mentioned pultrusion-drawing is not particularly limited. If the draw ratio is low, a
sheet excellent in tensile strength and tensile modulus cannot be obtained. If the draw ratio becomes high, the sheet
comes to be easily broken when drawn. Thus, the draw ratio is preferably from 2 to 9, more preferably from 4 to 8.
[0028] In the present invention, the thermoplastic polyester resin sheet undergoing the pultrusion-drawing is uniaxially
drawn at a temperature higher than the temperature for the pultrusion-drawing.
[0029] In the polyester resin of the thermoplastic polyester resin sheet undergoing the pultrusion-drawing, the molecular
chains thereof are highly oriented in a state that isotropic crystallization based on heat and orientation, which hinder the
sheet from being drawn, are restrained; thus, the resin is excellent in strength and modulus of elasticity but is low in
crystallinity. Thus, when the sheet is heated, the orientation is easily relaxed to result in a drawback that modulus of
elasticity lowers.



EP 1 859 916 B1

5

5

10

15

20

25

30

35

40

45

50

55

[0030] However, when this thermoplastic polyester resin sheet undergoing the pultrusion-drawing is uniaxially drawn
at a temperature higher than the temperature for the pultrusion-drawing, the crystallinity rises without relaxing the ori-
entation. Thus, an oriented sheet is obtained which has an orientation that is not easily relaxed even if the sheet is
heated and which has an excellent heat resistance.
[0031] The method used for the uniaxial drawing is preferably a roll drawing method. The roll drawing method is a
method of sandwiching an original sheet between two pairs of rolls different from each other in speed, and drawing the
original sheet while heating the original sheet, whereby molecules therein can be oriented intensely only in a uniaxial
direction.
[0032] It is sufficient that the temperature when the uniaxial drawing is performed is a higher temperature than the
temperature for the pultrusion-drawing. The temperature is preferably in the range of temperatures from the rise-up
temperature of the crystallization peak of the thermoplastic polyester resin in its differential scanning calorie curve
measured at a temperature-raising rate of 10°C/min. to the rise-up temperature of the melting peak thereof in the curve
since the thermoplastic polyester resin sheet undergoing the pultrusion-drawing is melted and cut if the temperature is
too high.
[0033] The rise-up temperature of the crystallization peak of polyethylene terephthalate is about 120°C, and the rise-
up temperature of the melting peak thereof is about 230°C. Accordingly, when a polyethylene terephthalate sheet is
uniaxially drawn, the uniaxial drawing is performed preferably at about 120°C to about 230°C.
[0034] The draw ratio of the uniaxial drawing is not particularly limited. If the draw ratio is low, a sheet excellent in
tensile strength and tensile modulus is not obtained. If the ratio becomes high, the sheet comes to be easily broken
when drawn. Thus, the draw ratio is preferably from 1.05 to 3, more preferably from 1.1 to 2. The total draw ratio of the
pultrusion-drawing and the uniaxial drawing is preferably from 2.5 to 10 for the same reasons.
[0035] In the present invention, it is preferred to heatset the oriented thermoplastic polyester resin sheet undergoing
the uniaxial drawing in order to make the heat resistance higher.
[0036] If the heatsetting temperature is lower than the rise-up temperature of the crystallization peak of the thermoplastic
polyester resin in its differential scanning calorie curve measured at a temperature-raising rate of 10°C/min., the crys-
tallization of the thermoplastic polyester resin does not advance so that the heat resistance is not improved. If the
temperature is higher than the rise-up temperature of the melting peak thereof, the thermoplastic polyester resin is
melted so that the drawing (orientation) becomes extinct to lower tensile modulus, the tensile strength and so on. If the
temperature is higher than the uniaxial drawing temperature by 30°C or more, the orientation of the crystal obtained by
crystallization at the uniaxial drawing temperature is relaxed. Thus, the temperature is preferably a temperature that
ranges from the rise-up temperature of the crystallization peak of the thermoplastic polyester resin in the differential
scanning calorie curve measured at a temperature-raising rate of 10°C/min. to the rise-up temperature of the melting
peak thereof and that is a temperature not higher than the uniaxial drawing temperature by 30°C or more.
[0037] If large tension is applied to the oriented thermoplastic polyester resin sheet when the sheet is heatsetted, the
sheet is drawn. If no tension or very small tension is applied thereto, the sheet is shrunken. It is therefore preferred to
perform the heatset in a state that the length of the oriented thermoplastic polyester resin sheet does not substantially
change. In addition, it is preferred to apply no pressure to the oriented thermoplastic polyester resin sheet.
[0038] Specifically, it is preferred to perform the heatset in such a manner that the length of the oriented thermoplastic
polyester resin sheet undergoing the heatset is 0.95 to 1.1 times that of the oriented thermoplastic polyester resin sheet
before the heatset and further a ratio lower than the uniaxial draw ratio is given.
[0039] Accordingly, when the heatset of the oriented thermoplastic polyester resin sheet is continuously performed
while the sheet is shifted inside a heating room by means of rolls such as pinch rolls, it is preferred to set the feeding-
speed ratio of the oriented thermoplastic polyester resin sheet between inlet and outlet sides to a value lower than the
uniaxial draw ratio within the range of 0.95 to 1.1.
[0040] The method for heating in the heatset is not particularly limited, and may be, for example, a heating method
using hot wind, a heater or the like.
[0041] The time for the heatset is not particularly limited. In general, the time, which is varied in accordance with the
thickness of the oriented thermoplastic polyester resin sheet or the heatset temperature, is preferably from 10 seconds
to 10 minutes.
[0042] Furthermore, it is preferred that the oriented thermoplastic polyester resin sheet undergoing the heatset is
annealed at a temperature in the range of the glass transition temperature to the rise-up temperature of the crystallization
peak of the thermoplastic polyester resin in its differential scanning calorie curve measured at a temperature-raising rate
of 10°C/min. in a state that substantially no tension is applied to the sheet.
[0043] The annealing makes it possible that the oriented thermoplastic polyester resin sheet is good in mechanical
properties such as modulus of elasticity and even if the sheet is heated to the glass transition temperature or higher,
the mechanical properties such as modulus of elasticity are not lowered and the shrinkage ratio is controlled to a low value.
[0044] When the sheet is annealed, the oriented thermoplastic polyester resin sheet is drawn if large tension is applied
to the sheet. It is therefore preferred to anneal the oriented thermoplastic polyester resin sheet in a state that substantially
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no tension is applied to the sheet.
[0045] Specifically, it is preferred to perform annealing making the length of the annealed oriented thermoplastic
polyester resin sheet equal to or shorter than that of the sheet before the annealing.
[0046] Accordingly, when the annealing of the oriented thermoplastic polyester resin sheet is continuously performed
while the sheet is shifted inside a heating room by means of rolls such as pinch rolls, it is preferred to perform the
annealing in such a manner that the feeding-speed ratio of the oriented thermoplastic polyester resin sheet between
inlet and outlet sides is set to 1.0 or less.
[0047] When the sheet which is a short sheet is annealed, it is preferred to perform the annealing in such a manner
that both ends thereof are made open in order not to apply a load.
[0048] The heating method in the annealing is not particularly limited, and may be, for example, a heating method
using hot wind, a heater or the like.
[0049] The time for the annealing is not particularly limited. In general, the time, which is varied in accordance with
the thickness of the oriented thermoplastic polyester resin sheet or the annealing temperature, is preferably 10 seconds
or more, more preferably from 30 seconds to 60 minutes, and even more preferably from 1 to 20 minutes.
[0050] The oriented thermoplastic polyester resin sheet of the present invention is an oriented thermoplastic polyester
resin sheet produced by the above-mentioned production process.
To produce an oriented thermoplastic polyester resin sheet having a linear expansion coefficient of less than -1.5 x 10-5/
°C, energy necessary for the production is large so that the economical efficiency is bad. If the coefficient is 0/°C or
more, the linear expansion coefficient of a laminate-molded body wherein a thermoplastic resin layer is laminated onto
each of the surfaces of the oriented thermoplastic polyester resin sheet is large. Thus, the linear expansion coefficient
of the oriented thermoplastic polyester resin sheet is preferably -1.5 x 10-5/°C or more and less than 0/°C.
[0051] If tensile modulus of the oriented thermoplastic polyester resin sheet is less than 7 GPa, the linear expansion
coefficient of a laminate-molded body wherein a thermoplastic resin layer is laminated onto each of the surfaces of the
oriented thermoplastic polyester resin sheet is large. If tensile modulus is more than 15 GPa, the impact resistance of
the laminate-molded body falls. Thus, tensile modulus of the oriented thermoplastic polyester resin sheet is preferably
from 7 to 15 GPa.
[0052] The laminate-molded body produced by the process of the present invention is a body wherein a thermoplastic
resin layer is laminated on each of the surfaces of the above-mentioned oriented thermoplastic polyester resin sheet.
[0053] The above-mentioned oriented thermoplastic polyester resin sheets may be laminated in a number of 2 or
more. When these sheets are laminated, it is preferred to laminate the sheets to make the draw directions thereof
substantially the same.
[0054] The method that may be adopted to laminate the oriented thermoplastic polyester resin sheets onto each other
may be any method known in the prior art. It is preferred to bond the sheets through a hot melt adhesive of a polyester
type, a polyolefin type, or some other type which has a lower melting point than that of the thermoplastic polyester resin
which constitutes the oriented thermoplastic polyester resin sheets since the drawing of these sheets is relaxed when
the sheets are thermally melt-bonded onto each other at high temperature.
[0055] The method for bonding the sheets through the hot melt adhesive is not particularly limited, and may be, for
example, a method of applying the hot melt adhesive which is in a melted state onto at least one of the oriented
thermoplastic polyester resin sheets and simultaneously laminating and melt-bonding the two onto each other; or a
method of applying the hot melt adhesive which is in a melted state onto at least one of the oriented thermoplastic
polyester resin sheets, cooling the resultant to form a hot melt adhesive layer, and subsequently laminating the sheets
onto each other, or interposing the hot melt adhesive in a sheet form between the oriented thermoplastic polyester resin
sheets, the number of which is two or more, and heating the resultant laminate to melt the hot melt adhesive, thereby
melt-bonding the sheets.
[0056] In the case of the latter method of melting the hot melt adhesive to melt-bond the sheets, it is preferred to use
an ultrasonic welder to melt the hot melt adhesive to melt-bond the sheets.
[0057] For the above-mentioned method, in which an ultrasonic welder is used to melt-bond the sheets, any method
known in the prior art may be adopted. Examples thereof include a method of passing a laminate made of the above-
mentioned oriented thermoplastic polyester resin sheets, the hot melt adhesive, a woven cloth and/or nonwoven cloth,
thermoplastic resin layers and others between a horn vibrated at a frequency of 15 to 40 kHz and a knurling tool.
[0058] Fig. 1 is an explanatory view illustrating an example of a method of bonding two oriented thermoplastic polyester
resin sheets through a hot melt adhesive by means of an ultrasonic welder.
[0059] In Fig. 1, reference numbers 1,1 represents an oriented thermoplastic polyester resin sheet, and a hot melt
adhesive sheet 2 is interposed between the drawn thermoplastic polyester resin sheets 1 and 1 to form a laminate 10.
[0060] The laminate 10 is transferred in a state that the laminate 10 is pressed by means of a horn 3 and a knurling
tool 4 while vibration having a frequency of 15 to 40 kHz is applied to the laminate 10 from the horn 3, thereby heating
the hot melt adhesive sheet 2 instantaneously by frictional heat from the ultrasonic vibration transmitted from the horn
3, so as to melt the adhesive to melt-bond the sheets.
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[0061] At this time, in order to melt-bond the sheets more efficiently, it is preferred to make the interval between the
horn 3 and the knurling tool 4 smaller than the thickness of the laminate 10, thereby melt-bonding the sheets while
pressing the laminate 10 by means of the horn 3 and the knurling tool 4.
[0062] For the pressing, it is preferred to connect an air cylinder, a hydraulic cylinder or the like to the horn 3, and
press the horn 3 against the knurling tool 4 with the laminate 10 interposed therebetween.
[0063] Projections are made in a surface of the knurling tool 4, so that the melt-bonding can be more efficiently attained.
By changing the arrangement or shape of the projections, the arrangement or the shape of the melt-bonded moieties
can be changed.
[0064] Figs. 2 to 6 are each an explanatory view illustrating an example of the arrangement pattern of the melt-bonded
moieties. In each of the figures, a reference number 11 represents a laminate-molded body wherein sheets are melt-
bonded by means of an ultrasonic welder. A symbol A represents the draw direction of the oriented thermoplastic
polyester resin sheets, and a reference number 5 represents a melt-bonded moiety.
[0065] When the sheets are melt-bonded by means of an ultrasonic welder, it is preferred to apply tension to the
laminate 10 (the oriented thermoplastic polyester resin sheets 1) to restrain the relaxation of the orientation state of the
oriented thermoplastic polyester resin sheets 1.
[0066] An example of the method for laminating different oriented thermoplastic polyester resin sheets onto each other
is a method of bonding the sheets through one or more adhesive (s) selected from the group consisting of a reactive
adhesive, an epoxy adhesive, a urethane adhesive, a polyester adhesive, and a rubbery adhesive.
[0067] A woven cloth and/or nonwoven cloth may be interposed between oriented thermoplastic polyester resin sheets.
When the woven cloth and/or nonwoven cloth is/are interposed therebetween, the bondability of the oriented thermoplastic
polyester resin sheets is improved. As a result, the resultant laminate-molded body has improved tensile strength, impact
resistance and other properties.
[0068] The woven cloth and/or nonwoven cloth is/are not particularly limited. Any woven cloth and any nonwoven
cloth known in the prior art may be used. Examples thereof include a woven cloth and/or nonwoven cloth made of a
natural fiber such as cotton or staple fiber, a synthetic fiber such as polyethylene fiber, polypropylene fiber, polyester
fiber, nylon fiber, vinylon fiber, acrylic fiber, and aramid fiber, or an inorganic fiber such as glass fiber and carbon fiber.
[0069] The weight per unit area of the woven cloth and/or nonwoven cloth, the thickness thereof, and other properties
thereof are not particularly limited. In general, the weight per unit area is preferably from 10 to 500 g/m2, and the thickness
is preferably from 0.03 to 4 mm.
[0070] As the method for interposing the woven cloth and/or nonwoven cloth between the oriented thermoplastic
polyester resin sheets, any method known in the prior art may be adopted. It is preferred to bond them through a hot
melt adhesive of a polyester type, a polyolefin type or some other type which has a lower melting point than that of the
thermoplastic polyester resin which constitutes the oriented thermoplastic polyester resin sheets, or through one or more
adhesive(s) selected from the group consisting of a reactive adhesive, an epoxy adhesive, a urethane adhesive, a
polyester adhesive, and a rubbery adhesive since the thermal relaxation of the oriented thermoplastic polyester resin
sheets is restrained.
[0071] In order to interpose the woven cloth and/or nonwoven cloth between the oriented thermoplastic polyester resin
sheets more easily and bond the cloth(s) thereto more strongly to improve the impact resistance, it is preferred to
interpose the woven cloth and/or nonwoven cloth impregnated with a hot melt adhesive having a lower melting point
than that of the thermoplastic polyester resin between the oriented thermoplastic polyester resin sheets, and bond the
cloth(s) thereto.
[0072] In this case, it is preferred to heat the hot melt adhesive by means of an ultrasonic welder to melt-bond the
cloth(s) to the sheets.
[0073] Preferred is also a method of interposing, between the oriented thermoplastic polyester resin sheets, the woven
cloth and/or nonwoven cloth impregnated with one or more adhesive(s) selected from the group consisting of a reactive
adhesive, an epoxy adhesive, a urethane adhesive, a polyester adhesive, and a rubbery adhesive.
[0074] The laminate-molded body of the present invention is a body wherein a thermoplastic resin layer is laminated
on each of the surfaces of the oriented thermoplastic polyester resin sheet.
[0075] The thermoplastic resin is laminated on each of the surfaces of the oriented thermoplastic polyester resin sheet,
and is a material for protecting the oriented thermoplastic polyester resin sheet so as not to generate a crack or a
cleavage along the draw direction by an impact, and for preventing the polyester resin from being hydrolyzed or deteri-
orated to lower the durability when the resin is directly exposed to rainwater or sunlight.
[0076] Examples of the thermoplastic resin include rigid vinyl chloride resin, chlorinated vinyl chloride resin, chlorinated
polyethylene resin, ABS resin, AES resin, styrene resin, AS resin, methyl methacrylate resin, polyethylene resin, and
polypropylene resin. It is allowable to use paint such as fluorine paint, acrylic silicone paint, or urethane paint.
[0077] In the case that the thermoplastic resin is melted to be laminated onto each of the surfaces of the oriented
thermoplastic polyester resin sheet, the crystal of the oriented thermoplastic polyester resin sheet is relaxed to make
the linear expansion coefficient high if the melting point of the thermoplastic resin is higher than that of the thermoplastic
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polyester resin. It is therefore preferred that the thermoplastic resin is a resin which can be molded at a temperature
lower than the melting point of the thermoplastic polyester resin.
[0078] The thickness of the thermoplastic resin is not particularly limited, and may be appropriately decided in accord-
ance with the usage thereof. If the resin is too thin, the above-mentioned protecting effect deteriorates. If the resin
becomes thick, the resin becomes heavy and further the effect of a low linear expansion coefficient of the oriented
thermoplastic polyester resin sheet is decreased. Thus, the thickness is preferably from 0.1 to 3 mm.
[0079] The method for laminating the thermoplastic resin layer onto each of the surfaces of the oriented thermoplastic
polyester resin sheet is not particularly limited, and may be any laminating method known in the prior art. Examples
thereof include the following methods.
[0080] (1) A method of extruding the thermoplastic resin, for coating, onto each of the surfaces of the oriented ther-
moplastic polyester resin sheet, and laminating the resin on each of the surfaces.
(2) A method of bonding a thermoplastic resin sheet onto each of the surfaces of the oriented thermoplastic polyester
resin sheet by hot press, so as to laminate the sheet thereon.
[0081] (3) A method of bonding a thermoplastic resin sheet onto each of the surfaces of the oriented thermoplastic
polyester resin sheet through a hot melt adhesive of a polyester type, a polyolefin type or some other type which has a
lower melting point than that of the thermoplastic polyester resin which constitutes the oriented thermoplastic polyester
resin sheet, so as to laminate the sheet thereon.
[0082] (4) A method of bonding a thermoplastic resin sheet onto each of the surfaces of the oriented thermoplastic
polyester resin sheet through an adhesive such as a reactive adhesive, an epoxy adhesive, a urethane adhesive, a
polyester adhesive, or a rubbery adhesive, so as to laminate the sheet thereon.
[0083] In order to make the adhesion force high in the above-mentioned methods, the following methods are adopted.
(a) A method of shaving the surfaces of the oriented thermoplastic polyester resin sheet to make irregularities in the
surfaces, and extruding the thermoplastic resin, for coating, onto each of the surfaces or pushing the thermoplastic resin
sheet onto each of the surfaces, thereby laminating the resin or resin sheet thereon by an anchor effect.
[0084] (b) A method of making many through holes in the oriented thermoplastic polyester resin sheet, and extruding
the thermoplastic resin, for coating, onto each of the surfaces or pushing the thermoplastic resin sheet onto each of the
surfaces, thereby melt-bonding the thermoplastic resin sheets on the two surfaces onto the polyester resin sheet through
the holes so as to laminate the sheets thereon.
[0085] (c) A method of laminating, onto the oriented thermoplastic polyester resin sheet, adhesive layers made of a
hot melt adhesive of a polyester type, a polyolefin type or some other type which has a lower melting point than that of
the thermoplastic polyester resin which constitutes the oriented thermoplastic polyester resin sheet and that of the
thermoplastic resin which constitutes the thermoplastic resin layer; melting and extruding the thermoplastic resin, for
coating, onto each of the adhesive layers, or pushing the thermoplastic resin sheet onto each of the adhesive layers
and heating the resultant, thereby melt-bonding the sheet thereon.
[0086] (d) A method of interposing, between the oriented thermoplastic polyester resin sheet and the thermoplastic
resin layers, a sheet-form hot melt adhesive of a polyester type, a polyolefin type or some other type which has a lower
melting point than that of the thermoplastic polyester resin which constitutes the oriented thermoplastic polyester resin
sheet and that of the thermoplastic resin which constitutes the thermoplastic resin layers; and then heating the hot melt
adhesive, thereby melting the adhesive to bond the oriented sheet and the resin layers.
In this method, it is preferred to melt the hot melt adhesive by means of the above-mentioned ultrasonic welder.
[0087] A woven cloth and/or nonwoven cloth may be interposed between the oriented thermoplastic polyester resin
sheet and the thermoplastic resin layers. When the woven cloth and/or nonwoven cloth is/are interposed therebetween,
the adhesiveness between the oriented thermoplastic polyester resin sheet and the thermoplastic resin layers is improved
and the tensile strength, the impact resistance and other properties of the resultant laminate-molded body are improved.
[0088] The woven cloth and/or nonwoven cloth is/are not particularly limited, and any woven cloth and/or nonwoven
cloth known in the prior art can be used. Examples thereof include a woven cloth and/or nonwoven cloth made of a
natural fiber such as cotton or staple fiber, a synthetic fiber such as polyethylene fiber, polypropylene fiber, polyester
fiber, nylon fiber, vinylon fiber, acrylic fiber, and aramid fiber, or an inorganic fiber such as glass fiber and carbon fiber.
[0089] The weight per unit area of the woven cloth and the nonwoven cloth, the thickness thereof, and other properties
thereof are not particularly limited. In general, the weight per unit area is preferably from 10 to 500 g/m2, and the thickness
is preferably from 0.03 to 4 mm.
[0090] When the woven cloth and/or nonwoven cloth is/are interposed between the oriented thermoplastic polyester
resin sheet and the thermoplastic resin layers, it is preferred that this oriented thermoplastic polyester resin sheet is
bonded to the woven cloth and/or nonwoven cloth.
[0091] The method for the bonding may be a method of melt-bonding, thermally, the woven cloth and/or nonwoven
cloth which is/are made of a thermoplastic resin onto the oriented thermoplastic polyester resin sheet; a method of
needle-punching a laminate wherein the woven cloth and/or nonwoven cloth is/are laminated on the oriented thermo-
plastic polyester resin sheet, thereby entangling fibers which form the woven cloth and/or nonwoven cloth into the holes
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or fissures made in the oriented thermoplastic polyester resin sheet; or the like.
[0092] In particular, when the thermoplastic resin woven cloth and/or nonwoven cloth is/are thermally melt-bonded to
the oriented thermoplastic polyester resin sheet and the thermoplastic resin layers penetrate into the woven cloth and/or
nonwoven cloth so as to be bonded to the cloth(s), the oriented thermoplastic polyester resin sheet and the thermoplastic
resin layers can be strongly bonded to each other without using any adhesive. Additionally, it is possible to omit the step
of applying, drying and curing an adhesive.
[0093] Furthermore, when the woven cloth and/or nonwoven cloth is/are made of a thermoplastic polyester resin, the
affinity between the oriented thermoplastic polyester resin sheet and the woven cloth and/or nonwoven cloth is made
high so that the thermal melt-bonding strength therebetween is improved.
It is particularly preferred that the woven cloth and/or nonwoven cloth is/are made of the same resin as the thermoplastic
polyester resin sheet from the viewpoint of an improvement in the thermal melt-bonding strength and easiness of recycle
of a waste material generated in the process.
[0094] The method for melt-bonding the thermoplastic resin woven cloth and/or nonwoven cloth thermally onto each
of the surfaces of the oriented thermoplastic polyester resin sheet may be:

1) a method of laminating the oriented thermoplastic polyester resin sheet onto the thermoplastic resin woven cloth
and/or nonwoven cloth, melting them by means of an ultrasonic welder in a state that pressure is applied to the
laminate, and then cooling the laminate to solidify, or
2) a method of laminating the oriented thermoplastic polyester resin sheet onto the thermoplastic resin woven cloth
and/or nonwoven cloth, sandwiching the laminate between a pair of knurling tools the temperature of which is set
to not lower than the melting point of each of the resins which constitute the oriented thermoplastic polyester resin
sheet and the thermoplastic resin woven cloth and/or nonwoven cloth, pulling out the laminate while melting the
moieties which contact projections of the knurling tools, and then cooling the laminate.

[0095] At the time of the thermal melt-bonding, it is preferred to apply tension to the oriented thermoplastic polyester
resin sheet in order to prevent the sheet from being relaxed.
In the case of using, in the method 1), the same arrangement pattern with the melt-bonded moieties between the
nonwoven cloth and the oriented thermoplastic polyester resin sheet in Figs. 2 to 6, the relaxation of this oriented
thermoplastic polyester resin sheet based on the thermal melt-bonding is reduced to a minimum.
[0096] In the method 2), the projections of the knurling tools opposite to each other at this time are arranged symmet-
rically with respect to the laminate composed of the oriented thermoplastic polyester resin sheet and the thermoplastic
resin woven cloth and/or nonwoven cloth.
In the case of laminating the thermoplastic resin woven cloth and/or nonwoven cloth onto each of the surfaces of the
oriented thermoplastic polyester resin sheet, it is allowable to laminate the cloth(s) onto the surfaces simultaneously or
successively.
[0097] The method adopted for laminating the oriented thermoplastic polyester resin sheet onto the woven cloth and/or
nonwoven cloth, and laminating the woven cloth and/or nonwoven cloth onto each of the thermoplastic resin layers may
be any method known in the prior art. When the lamination is desired to be attained at a temperature lower than the
thermal melt-bonding temperature, it is preferred to attain the bonding through a hot melt adhesive of a polyester type,
a polyolefin type or some other type which has a melting point lower than that of the thermoplastic polyester resin which
constitutes the oriented thermoplastic polyester resin sheet or through one or more adhesive(s) selected from the group
consisting of a reactive adhesive, an epoxy adhesive, a urethane adhesive, a polyester adhesive, and a rubbery adhesive
since the drawing of the oriented thermoplastic polyester resin sheet is relaxed if the sheet is heated at high temperature.
[0098] In order to laminate the oriented thermoplastic polyester resin sheet onto the woven cloth and/or nonwoven
cloth, and laminate the woven cloth and/or nonwoven cloth onto each of the thermoplastic resin layers more easily and
then bond them to each other strongly to improve the impact resistance, it is preferred to interpose, between the oriented
thermoplastic polyester resin sheet and the thermoplastic resin layers, the woven cloth and/or nonwoven cloth which
is/are impregnated with a hot melt adhesive having a lower melting point than that of the thermoplastic polyester resin
and that of the thermoplastic resin which constitutes the thermoplastic resin layers, and then bond the cloth(s) thereto.
[0099] In this case also, it is preferred to laminate the woven cloth and/or nonwoven cloth impregnated with the hot
melt adhesive and the thermoplastic resin layers onto the oriented thermoplastic polyester resin sheet, and then melt-
bond them onto each other by means of an ultrasonic welder.
[0100] In order to laminate the oriented thermoplastic polyester resin sheet onto the woven cloth and/or nonwoven
cloth, and the woven cloth and/or nonwoven cloth onto each of the thermoplastic resin layers more easily and bond
them to each other strongly to improve the impact resistance, it is allowable to interpose, between the oriented thermo-
plastic polyester resin sheet and the thermoplastic resin layers, the woven cloth and/or nonwoven cloth impregnated
with one or more adhesive (s) selected from the group consisting of a reactive adhesive, an epoxy adhesive, a urethane
adhesive, a polyester adhesive, and a rubbery adhesive and then bond the cloth(s) thereto.
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[0101] The above-mentioned oriented thermoplastic polyester resin sheet and the above-mentioned laminate-molded
body can each be molded into a predetermined shape by a molding method such as profile molding and bending molding.
A laminate-molded body having the predetermined shape can be obtained.
[0102] In order to improve the weatherability or the designability of the laminate-molded body, it is allowable to laminate,
onto the surface of each of the thermoplastic resin layers, a different resin layer, or apply paint on the surface.
[0103] The laminate-molded body of the present invention can be used suitably as an exterior building member, in
particular, a gutter.

EFFECTS OF THE INVENTION

[0104] The process of the present invention for producing an oriented thermoplastic polyester resin sheet is as de-
scribed above, and the resultant oriented thermoplastic polyester resin sheet is excellent in tensile strength, tensile
modulus, and heat resistance. In particular, the oriented thermoplastic polyester resin sheet which undergoes heatset
after the uniaxial drawing and the oriented thermoplastic polyester resin sheet which further undergoes annealing are
more excellent in heat resistance.
[0105] In the laminate-molded body produced by the process of the present invention, a thermoplastic resin is laminated
onto each of the surfaces of the above-mentioned oriented thermoplastic polyester resin sheet; therefore, the body has
a low linear expansion coefficient and is light and excellent in impact resistance, durability, easiness of handling, pro-
ductivity, and others. Accordingly, the laminate-molded body can be used suitably as an exterior building member such
as a gutter.
[0106] In order to make a thick thermoplastic polyester resin sheet to an oriented sheet, large-scaled facilities are
necessary for causing a drawing machine therein to resist against a load for the drawing; therefore, more economical
facilities can be installed by laminating a thin thermoplastic polyester resin sheet.
[0107] When a woven cloth and/or nonwoven cloth is/are interposed between oriented thermoplastic polyester resin
sheets and/or between an oriented thermoplastic polyester resin sheet and thermoplastic resin layers, the tensile strength,
the impact resistance, and other properties of the laminate-molded body are made better.

BRIEF DESCRIPTION OF THE DRAWINGS

[0108]

[Fig. 1] It is an explanatory view illustrating an example of a method of bonding two oriented thermoplastic polyester
resin sheets through a hot melt adhesive by means of an ultrasonic welder.
[Fig. 2] It is an explanatory view illustrating an example of an arrangement pattern of melt-bonded moieties of a
laminate-molded body.
[Fig. 3] It is an explanatory view illustrating a different example of the arrangement pattern of the melt-bonded
moieties of the laminate-molded body.
[Fig. 4] It is an explanatory view illustrating a different example of the arrangement pattern of the melt-bonded
moieties of the laminate-molded body.
[Fig. 5] It is an explanatory view illustrating a different example of the arrangement pattern of the melt-bonded
moieties of the laminate-molded body.
[Fig. 6] It is an explanatory view illustrating a different example of the arrangement pattern of the melt-bonded
moieties of the laminate-molded body.

EXPLANATION OF SYMBOLS

[0109]

1 oriented thermoplastic polyester resin sheet
2 hot melt adhesive sheet
3 horn
4 knurling tool
5 melt-bonded moiety
10 laminate
11 laminate-molded body
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BEST MODE FOR CARRYING OUT THE INVENTION

[0110] Next, examples of the present invention will be described. However, the present invention is not limited to the
following examples.

(Example 1)

[0111] A polyethylene terephthalate sheet (trade name: "A-PET SHEET FR", manufactured by Teijin Ltd., intrinsic
viscosity: 0.7, crystallinity: 4%), 1 mm in thickness and 200 mm in width, was supplied to a drawing apparatus (manu-
factured by Kyowa Engineering Co. , Ltd.), and then preheated to 75°C. Thereafter, the sheet was subjected to pultrusion-
drawing by pulling out the sheet at a speed of 2 m/min. from between a pair of rolls (roll clearance: 0.2mm) heated to
80°C and rotated at 0.05 m/min. in a draw direction, and further the sheet was heated in a hot wind heating room to set
the polyethylene terephthalate sheet surface temperature to 170°C, and was subjected to roll-drawing while the outlet
speed was set to 2.5 m/min. In this way, an oriented polyethylene terephthalate sheet wherein the draw ratio was about
6 was yielded. When the rolls were not rotated, the feeding speed of the sheet to the drawing apparatus was a speed
of 0.4 m/min.
[0112] The glass transition temperature of the polyethylene terephthalate sheet was 72°C, and the rise-up temperature
of the crystallization peak in its differential scanning calorie curve measured at a temperature-raising rate of 10°C/min.
was about 118°C. The rise-up temperature of the melting peak thereof was about 230°C.

(Example 2)

[0113] A polyethylene terephthalate sheet (trade name: "A-PET SHEET FR", manufactured by Teijin Ltd.), 1 mm in
thickness and 200 mm in width, was supplied to a drawing apparatus (manufactured by Kyowa Engineering Co., Ltd.),
and then preheated to 75°C. Thereafter, the sheet was subjected to pultrusion-drawing by pulling out the sheet at a
speed of 2 m/min. from between a pair of rolls (roll clearance: 0.2 mm) heated to 80°C and rotated at 0.05 m/min. in a
draw direction, and further the sheet was heated in a hot wind heating room to set the polyethylene terephthalate sheet
surface temperature to 130°C, and was subjected to roll-drawing while the outlet speed was set to 2.5 m/min. In this
way, an oriented polyethylene terephthalate sheet wherein the draw ratio was about 6 was yielded.

(Example 3)

[0114] A polyethylene terephthalate sheet (trade name: "A-PET SHEET FR", manufactured by Teijin Ltd.), 1 mm in
thickness and 200 mm in width, was supplied to a drawing apparatus (manufactured by Kyowa Engineering Co., Ltd.),
and then preheated to 75°C. Thereafter, the sheet was subjected to pultrusion-drawing by pulling out the sheet at a
speed of 2 m/min. from between a pair of rolls (roll clearance: 0.2 mm) heated to 80°C and rotated at 0.05 m/min. in a
draw direction, and further the sheet was heated in a hot wind heating room to set the polyethylene terephthalate sheet
surface temperature to 115°C, and was subjected to roll-drawing while the outlet speed was set to 2.5 m/min. In this
way, an oriented polyethylene terephthalate sheet wherein the draw ratio was about 6 was yielded.

(Example 4)

[0115] A polyethylene terephthalate sheet (trade name: "A-PET SHEET FR", manufactured by Teijin Ltd.), 1 mm in
thickness and 200 mm in width, was supplied to a drawing apparatus (manufactured by Kyowa Engineering Co., Ltd.),
and then preheated to 75°C. Thereafter, the sheet was subjected to pultrusion-drawing by pulling out the sheet at a
speed of 2 m/min. from between a pair of rolls (roll clearance: 0.2 mm) heated to 80°C and rotated at 0.05 m/min. in a
draw direction, and further the sheet was heated in a hot wind heating room to set the polyethylene terephthalate sheet
surface temperature to 170°C, and was subjected to roll-drawing into a draw ratio of about 6 while the outlet speed was
set to 2.5 m/min. Furthermore, the rotating speed of each pair of rolls front and near for the uniaxially drawing of
polyethylene terephthalate sheet, was made equal to each other so as to keep the oriented polyethylene terephthalate
sheet into a state that the length thereof did not change. Hot wind of 170°C was blown onto both surfaces of the sheet
for 3 minutes to heatset the sheet, thereby yielding an oriented polyethylene terephthalate sheet wherein the draw ratio
was about 6.

(Comparative Example 1)

[0116] A polyethylene terephthalate sheet (trade name: "A-PET SHEET FR", manufactured by Teijin Ltd.), 1 mm in
thickness and 200 mm in width, was supplied to a drawing apparatus (manufactured by Kyowa Engineering Co., Ltd.),



EP 1 859 916 B1

12

5

10

15

20

25

30

35

40

45

50

55

and then preheated to 75°C. Thereafter, the sheet was subjected to pultrusion-drawing by pulling out the sheet at a
speed of 2 m/min. from between a pair of rolls (roll clearance: 0.2 mm) heated to 80°C and rotated at 0.05 m/min. in a
draw direction. In this way, an oriented polyethylene terephthalate sheet wherein the draw ratio was about 5 was yielded.

(Comparative Example 2)

[0117] A polyethylene terephthalate sheet (trade name: "A-PET SHEET FR", manufactured by Teij in Ltd.), 1 mm in
thickness and 200 mm in width, was supplied to a drawing apparatus (manufactured by Kyowa Engineering Co., Ltd.),
and then preheated to 45°C. Thereafter, the sheet was pulled out at a speed of 2 m/min. from between a pair of rolls
(roll clearance: 0.2 mm) rotated at 0.05 m/min. in a draw direction. As a result, the polyethylene terephthalate sheet was
cut, and no pultrusion-drawn polyethylene terephthalate sheet was obtained.

(Comparative Example 3)

[0118] A polyethylene terephthalate sheet (trade name: "A-PET SHEET FR", manufactured by Teij in Ltd.), 1 mm in
thickness and 200 mm in width, was supplied to a drawing apparatus (manufactured by Kyowa Engineering Co., Ltd.),
and then preheated to 95°C. Thereafter, the sheet was subjected to pultrusion-drawing by pulling out the sheet at a
speed of 2 m/min. from between a pair of rolls (roll clearance: 0.2 mm) heated to 100°C and rotated at 0.05 m/min. in a
draw direction. As a result, the polyethylene terephthalate sheet was broken immediately after the sheet passed between
the rolls, and no pultrusion-drawn polyethylene terephthalate sheet was obtained.
[0119] Physical properties of the resultant oriented polyethylene terephthalate sheets were evaluated by evaluation
methods described below, and the results are shown in Tables 1 and 2.

(1) Tensile Strength, Tensile Modulus

[0120] They were measured in accordance with the tensile test method of JIS K 7113.

(2) Heat Resistance

[0121] The resultant oriented polyethylene terephthalate sheets were each put on an iron plate heated to one out of
predetermined temperatures shown in Table 2, and then heated for 3 minutes. The tensile strength and tensile modulus
thereof were measured in accordance with the tensile test method of JIS K 7113.
[0122]

[0123]

[Table 1]

Pultrusion-drawing temperature Uniaxial 
drawing 

temperature 
(°C)

Tensile 
Strength (MPa)

Tensile 
Modulus (GPa)Preheating 

temperature 
(°C)

Roll 
temperature 

(°C)

Examples

1 75 80 170 460 9.1

2 75 80 130 357 10.2

3 75 80 115 355 11.0

4 75 80 170 480 11.4

Comparative 
Examples

1 75 80 - 310 11.3

2 45 50 - - -

3 95 100 - - -
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(Example 5)

[0124] A polyethylene terephthalate sheet (trade name: "A-PET SHEET FR", manufactured by Teijin Ltd., crystallinity:
4%), 1 mm in thickness and 200 mm in width, was supplied to a drawing apparatus (manufactured by Kyowa Engineering
Co., Ltd.), and then preheated to 70°C. Thereafter, the sheet was subjected to pultrusion-drawing by pulling out the
sheet at a speed of 2 m/min. from between a pair of rolls (roll clearance: 0.2 mm) heated to 65°C and rotated at 0.05
m/min. in a draw direction. When the rolls were not rotated, the feeding speed of the sheet to the drawing apparatus
was a speed of 0.4 m/min. Next, the polyethylene terephthalate sheet was supplied into a hot wind heating room,
equipped with pinch rolls and set to 200°C and having a line length of 10 m, at an inlet speed of 2.0 m/min. , and was
subjected to roll-drawing while the outlet speed was set to 2.5 m/min., so as to yield an oriented polyethylene terephthalate
sheet wherein the draw ratio was about 6.
[0125] The glass transition temperature of the polyethylene terephthalate sheet was 72°C, and the rise-up temperature
of the crystallization peak in its differential scanning calorie curve measured at a temperature-raising rate of 10°C/min.
was about 118°C. The rise-up temperature of the melting peak thereof was about 230°C.

(Example 6)

[0126] The oriented polyethylene terephthalate sheet yielded in Example 5 was supplied into a hot wind heating room,
equipped with pinch rolls and set to 200°C and having a line length of 10 m, at an inlet speed of 2.5 m/min., and was
subjected to heatset while the outlet speed was set to 2.75 m/min. In this way, a heatsetted oriented polyethylene
terephthalate sheet was yielded. The length of the heatsetted oriented thermoplastic polyester resin sheet was one
(1.00) time as long as that of the oriented thermoplastic polyester resin sheet before the heatset.

(Example 7)

[0127] The oriented polyethylene terephthalate sheet yielded in Example 5 was supplied into a hot wind heating room,
equipped with pinch rolls and set to 90°C and having a line length of 14 m, at an inlet speed of 2.75 m/min., and was
annealed while the outlet speed was set to 2.7 m/min. Thus, an annealed oriented polyethylene terephthalate sheet was
yielded. The length of the annealed oriented thermoplastic polyester resin sheet was 0.98 time as long as that of the
oriented thermoplastic polyester resin sheet before the annealing.

(Example 8)

[0128] The heatsetted oriented polyethylene terephthalate sheet yielded in Example 6 was supplied into a hot wind
heating room, equipped with pinch rolls and set to 90°C and having a line length of 14 m, at an inlet speed of 2.75
m/min. , and was annealed while the outlet speed was set to 2.7 m/min. Thus, an annealed oriented polyethylene
terephthalate sheet was yielded. The length of the annealed oriented thermoplastic polyester resin sheet was 0.98 time
as long as that of the oriented thermoplastic polyester resin sheet before the annealing.

[Table 2]

Examples Comparative Example 1

Heating temperature (°C) 1 2 3 4

Tensile Modulus (GPa) 30 9.1 10.2 11.0 11.4 11.3

60 - - 11.0 - 9.3

80 - 10.2 9.8 - 7.8

100 - 10.3 9.2 11.0 6.1

120 - 7.9 7.9 - 5.9

140 8.5 6.8 6.6 10.7 -

160 8.3 7.0 - 10.3 -

180 6.8 - - 8.8 -

190 6.5 - - 8.8 -

200 6.3 - - 8.6 -
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[0129] The tensile modulus and the shrinkage ratio of each of the oriented polyethylene terephthalate sheets yielded
in Examples 5 to 8 were evaluated by evaluation methods described below, and the results are shown in Tables 3 and 4.

(3) Tensile Modulus

[0130] The resultant oriented polyethylene terephthalate sheet, the heatsetted oriented polyethylene terephthalate
sheet, the annealed oriented polyethylene terephthalate sheet, and the heatsetted and annealed oriented polyethylene
terephthalate sheet were each heated at 80°C for 24 hours or 1000 hours. Thereafter, the sheets were each measured
in accordance with the tensile test method of JIS K 7113.

(4) Shrinkage Ratio

[0131] The length of each of the resultant oriented polyethylene terephthalate sheets, and the length of the oriented
polyethylene terephthalate sheets heated at 80°C for 24 hours or 1000 hours were measured. The shrinkage ratio thereof
is shown in percentage to the oriented polyethylene terephthalate sheet before the heating.
[0132]

[0133]

(Example 9)

[0134] A polyethylene terephthalate sheet (article number: "NEH2070", manufactured by Unitika, Ltd., intrinsic vis-
cosity: 0.88) was melt-extruded, and then cooled rapidly to yield a sheet having a crystallinity of 1.3%, a thickness of 3
mm, and a width of 200 mm. The resultant sheet was supplied to a drawing apparatus (manufactured by Kyowa Engi-
neering Co., Ltd.), and then preheated to 75°C. Thereafter, the sheet was subjected to pultrusion-drawing by pulling out
the sheet at a speed of 2 m/min. from between a pair of rolls (roll clearance: 0.6 mm) heated to 80°C and rotated at 0.05
m/min. in a draw direction. Furthermore, the sheet was heated in a hot wind heating room to set the polyethylene
terephthalate sheet surface temperature to 200°C, and was subjected to roll-drawing while the outlet speed was set to
2.5 m/min., so as to yield an oriented polyethylene terephthalate sheet wherein the draw ratio was about 5.7. When the
rolls were not rotated, the feeding speed of the sheet to the drawing apparatus was a speed of 0.4 m/min.
[0135] The glass transition temperature of the polyethylene terephthalate sheet was 76.7°C, and the rise-up temper-

[Table 3]

Pultrusion-drawing 
temperature

Uniaxial 
drawing 

temperature 
(°C)

Heatsetting 
temperature 

(°C)

Annealing 
temperature 

(°C)

Tensile 
Modulus 

(GPa)
Preheating 
temperature 

(°C)

Roll 
temperature 

(°C)

Examples 5 70 65 200 - - 10.7

6 70 65 200 200 - 11.4

7 70 65 200 - 90 9.0

8 70 65 200 200 90 9.4

[Table 4]

Tensile Modulus (GPa) Shrinkage Ratio (%)

Initial After 24 hours at 
80°C

After 1000 hours at 
80°C

After 24 hours at 
80°C

After 1000 hours at 
80°C

Examples 5 10.7 10.1 9.1 1.5 2.1

6 11.4 9.8 9.8 1.0 1.2

7 9.0 8.7 8.5 0.05 0.4

8 9.4 9.1 9.0 0.03 0.05
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ature of the crystallization peak in its differential scanning calorie curve measured at a temperature-raising rate of
10°C/min. was 139.8°C. The rise-up temperature of the melting peak thereof was 234°C.

(Example 10)

[0136] A polyethylene terephthalate sheet (article number: "NEH2070", manufactured by Unitika, Ltd., intrinsic vis-
cosity: 0.88) was melt-extruded, and then cooled rapidly to yield a sheet having a crystallinity of 1.3%, a thickness of 3
mm, and a width of 200 mm. The resultant sheet was supplied to a drawing apparatus (manufactured by Kyowa Engi-
neering Co., Ltd.), and then preheated to 75°C. Thereafter, the sheet was subjected to pultrusion-drawing by pulling out
the sheet at a speed of 2 m/min. from between a pair of rolls (roll clearance: 0.6 mm) heated to 80°C and rotated at 0.2
m/min. in a draw direction.
Furthermore, the sheet was heated in a hot wind heating room to set the polyethylene terephthalate sheet surface
temperature to 200°C, and was subjected to roll-drawing while the outlet speed was set to 2.5 m/min., so as to yield an
oriented polyethylene terephthalate sheet wherein the draw ratio was 5.7.

(Example 11)

[0137] A polyethylene terephthalate sheet (article number: "NEH2070", manufactured by Unitika, Ltd., intrinsic vis-
cosity: 0.88) was melt-extruded, and then cooled rapidly to yield a sheet having a crystallinity of 1.3%, a thickness of 3
mm, and a width of 200 mm. The resultant sheet was supplied to a drawing apparatus (manufactured by Kyowa Engi-
neering Co., Ltd.), and then preheated to 75°C. Thereafter, the sheet was subjected to pultrusion-drawing by pulling out
the sheet at a speed of 2 m/min. from between a pair of rolls (roll clearance: 0.6 mm) heated to 80°C and rotated at 0.4
m/min. in a draw direction. Furthermore, the sheet was heated in a hot wind heating room to set the polyethylene
terephthalate sheet surface temperature to 200°C, and was subjected to roll-drawing while the outlet speed was set to
2.5 m/min., so as to yield an oriented polyethylene terephthalate sheet wherein the draw ratio was 5.7.

(Comparative Example 4)

[0138] A polyethylene terephthalate sheet (article number: "NEH2070", manufactured by Unitika, Ltd., intrinsic vis-
cosity: 0.88) was melt-extruded, and then cooled rapidly to yield a sheet having a crystallinity of 1.3%, a thickness of 3
mm, and a width of 200 mm. The resultant sheet was supplied to a drawing apparatus (manufactured by Kyowa Engi-
neering Co., Ltd.), and then preheated to 75°C. Thereafter, the sheet was subjected to pultrusion-drawing by pulling out
the sheet at a speed of 2 m/min. from between a pair of rolls (roll clearance: 0.6 mm) heated to 80°C and rotated at 0.5
m/min. in a draw direction.
Furthermore, the sheet was heated in a hot wind heating room to set the polyethylene terephthalate sheet surface
temperature to 200°C, and was subjected to roll-drawing while the outlet speed was set to 2.5 m/min., so as to yield an
oriented polyethylene terephthalate sheet wherein the draw ratio was 5.1.

(Comparative Example 5)

[0139] A polyethylene terephthalate sheet (article number: "NEH2070", manufactured by Unitika, Ltd., intrinsic vis-
cosity: 0.88) was melt-extruded, and then cooled rapidly to yield a sheet having a crystallinity of 1.3%, a thickness of 3
mm, and a width of 200 mm. The resultant sheet was supplied to a drawing apparatus (manufactured by Kyowa Engi-
neering Co., Ltd.), and then preheated to 75°C. Thereafter, the sheet was subjected to pultrusion-drawing by pulling out
the sheet at a speed of 2 m/min. from between a pair of rolls (roll clearance: 0.6 mm) heated to 80°C and rotated at 0.6
m/min. in a draw direction.
Furthermore, the sheet was heated in a hot wind heating room to set the polyethylene terephthalate sheet surface
temperature to 200°C, and was subjected to roll-drawing while the outlet speed was set to 2.5 m/min., so as to yield an
oriented polyethylene terephthalate sheet wherein the draw ratio was 3.6.
[0140] Physical properties of the resultant polyethylene terephthalate sheets after the pultrusion-drawing and after
the uniaxial drawing were evaluated by evaluation methods described below. The results are shown in Table 5.

(1) Tensile Strength, Tensile Modulus

[0141] They were measured in accordance with the tensile test method of JIS K 7113.
[0142]
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(Example 12)

[0143] Polyethylene terephthalate sheets (trade name: "A-PET SHEET FR", manufactured by Teijin Ltd., intrinsic
viscosity: 0.7, crystallinity: 4%), 1 mm in thickness and 200 mm in width, were each supplied to a drawing apparatus
(manufactured by Kyowa Engineering Co. , Ltd.), and then preheated to 75°C. Thereafter, each of the sheets was
subjected to pultrusion-drawing by pulling out the sheet at a speed of 2 m/min. from between a pair of rolls (roll clearance:
0.2 mm) heated to 70°C and rotated at 0.05 m/min. in a draw direction, and further the sheet was heated in a hot wind
heating room to set the polyethylene terephthalate sheet surface temperature to 180°C, and was subjected to roll-drawing
while the outlet speed was set to 2.5 m/min. In this way, oriented polyethylene terephthalate sheets wherein the draw
ratio was about 5 were yielded. When the rolls were not rotated, the feeding speed of the sheets to the drawing apparatus
was a speed of 0.4 m/min.
[0144] The glass transition temperature of the polyethylene terephthalate sheets was 72°C, and the rise-up temperature
of the crystallization peak in their differential scanning calorie curve measured at a temperature-raising rate of 10°C/min.
was about 118°C. The rise-up temperature of the melting peak thereof was about 230°C.
[0145] A polyester type hot melt adhesive (trade name: "Vylon GM-920", manufactured by Toyobo Co., Ltd., melting
point: 107°C) was applied to each of the surfaces of each of the resultant oriented polyethylene terephthalate sheets by
melt-extrusion coating, so as to give a thickness of 0.03 mm. In this way, adhesive-laminated oriented polyethylene
terephthalate sheets were yielded.
[0146] An oriented polyethylene terephthalate sheet on which no adhesive was laminated was sandwiched between
the resultant adhesive-laminated oriented polyethylene terephthalate sheets, the number of which was two, in such a
manner that their draw directions were made consistent with each other. The resultant was passed through a hot roll
press of 150°C to yield a polyethylene terephthalate laminate wherein the hot melt adhesive was laminated onto each
of its two surfaces.
[0147] A vinyl chloride resin (article number: "TS1000R", manufactured by Tokuyama Sekisui Co. , Ltd.) was applied
to each of the surfaces of the resultant polyethylene terephthalate laminate at 200°C by extrusion coating, so as to yield
a laminate-molded body wherein the vinyl chloride resin was laminated on each of the surfaces of the polyethylene
terephthalate laminate.

(Example 13)

[0148] A polyethylene terephthalate (trade name: "NEH-2070", manufactured by Unitika, Ltd., intrinsic viscosity: 0.88)
was melt-extruded, and then cooled rapidly. The yielded polyethylene terephthalate sheet having a crystallinity of 1.3%,
a thickness of 2.5 mm, and a width of 200 mm was supplied to a drawing apparatus (manufactured by Kyowa Engineering
Co., Ltd.), and then preheated to 80°C. Thereafter, the sheet was pulled out at a speed of 2 m/min. from between a pair
of rolls (roll clearance: 0.6mm) heated to 74°C and rotated at 0.05 m/min. in a draw direction. Furthermore, the sheet
was heated in a hot wind heating room to set the polyethylene terephthalate sheet surface temperature to 180°C, and
was subjected to roll-drawing while the outlet speed was set to 2.5 m/min., so as to yield an oriented polyethylene
terephthalate sheet wherein the draw ratio was about 5. The feeding speed of the sheet to the drawing apparatus was
a speed of 0.4 m/min.
[0149] The glass transition temperature of the polyethylene terephthalate sheet was 76.7°C, and the rise-up temper-
ature of the crystallization peak in its differential scanning calorie curve measured at a temperature-raising rate of
10°C/min. was 139.8°C. The rise-up temperature of the melting peak thereof was 234°C.
[0150] A polyester type hot melt adhesive (trade name: "Vylon GM-920", manufactured by Toyobo Co., Ltd., melting

[table 5]

Roll rotating 
speed (m/min)

After the pultrusion-drawing After the uniaxial drawing

Draw ratio (-) Tensile Modulus 
(GPa)

Draw ratio (-) Tensile Modulus 
(GPa)

Examples 9 0.05 5.1 8.3 5.7 8.5

10 0.2 5.1 9.1 5.7 9.3

11 0.4 5.1 10.5 5.7 10.5

Comparative 
Examples

4 0.5 4.5 8.2 5.1 8.4

5 0.6 3.2 7.4 3.6 7.5
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point: 107°C) was applied to each of the surfaces of the resultant oriented polyethylene terephthalate sheet by melt-
extrusion coating, so as to give a thickness of 0.03 mm. In this way, an adhesive-laminated oriented polyethylene
terephthalate sheet was yielded.
[0151] A vinyl chloride resin (article number: "TS1000R", manufactured by Tokuyama Sekisui Co., Ltd.) was applied
to each of the surfaces of the resultant adhesive-laminated oriented polyethylene terephthalate sheet at 200°C by
extrusion coating, so as to yield a laminate-molded body wherein the vinyl chloride resin was laminated on each of the
surfaces of the polyethylene terephthalate laminate.

(Comparative Example 6)

[0152] A vinyl chloride resin (article number: "TS1000R", manufactured by Tokuyama Sekisui Co., Ltd.) was extruded
at 200°C to yield a vinyl chloride resin molded body having a thickness of 1.6 mm.

(Example 14)

[0153] A polyester type hot melt adhesive (trade name: "Vylon GM-920", manufactured by Toyobo Co., Ltd., melting
point: 107°C) was applied to one surface of each of oriented polyethylene terephthalate sheets yielded in Example 10
by melt-extrusion coating, so as to give a thickness of 0.03 mm. In this way, adhesive-laminated oriented polyethylene
terephthalate sheets were yielded.
[0154] An oriented polyethylene terephthalate sheet on which no adhesive was laminated was sandwiched between
the resultant adhesive-laminated polyethylene terephthalate sheets, the number of which was two, in such a manner
that an adhesive layer was interposed therebetween and their draw directions were made consistent with each other.
The resultant was then passed through a hot roll press of 150°C to yield an oriented polyethylene terephthalate laminate.
[0155] Physical properties of the oriented polyethylene terephthalate sheets and the laminate-molded bodies (the
vinyl chloride resin molded body and the oriented polyethylene terephthalate laminate) yielded in Examples 12 to 14
and Comparative Example 6 were evaluated by evaluation methods described below. The results are shown in Table 6.

(5) Linear Expansion Coefficient

[0156] The resultant oriented polyethylene terephthalate sheets were measured in accordance with JIS K 7197.
(6) Thickness of Each Layer, and the Number of the Layers
A cross section of each of the resultant laminate-molded bodies was observed with a microscope. The following were
then measured: the thickness of the laminate-molded bodies, the layer number and the thickness of the oriented poly-
ethylene terephthalate sheet (s) and those of the hot melt adhesive, and the thickness of the vinyl chloride resin layer(s).

(7) Thermal Elongation

[0157] The resultant laminate-molded bodies were each cut into a length of 5 m, and the cut piece was immersed in
a water tank of 75°C for 2 hours. Thereafter, the piece was allowed to stand still at 20°C for 12 hours, and the length
(a) of the laminate-molded body was measured. The laminate-molded body was again immersed in a water tank of 75°C
for 2 hours, and then the length (b) of the laminate-molded body was measured. The thermal elongation is represented
by the value of "length (b) - length (a)".
(8) Falling Ball Impact Test
The resultant laminate-molded bodies were each cut out into a test piece of 75 mm x 75 mm. Toward the center thereof,
an iron ball of 1 kg in weight was fallen from a position of 1.3 m in height. It was then observed whether or not a crack
or a fissure was generated therein. The measurement temperature was 0°C.
(9) Tensile Modulus
In accordance with the tensile test method of JIS K 7113, the tensile modulus in the draw direction or the extrusion
direction was measured.
(10) Charpy Impact Value
The resultant laminate-molded bodies were each cut out into a piece of 80 mm in length and 10 mm in width (the width
direction was equal to the draw direction of the oriented polyethylene terephthalate sheet). A V-shaped notch (depth: 2
mm) was made therein, and the Charpy impact value was measured in accordance with JIS K 7111.
[0158]
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(Example 15)

[0159] The linear expansion coefficient of the oriented polyethylene terephthalate sheet yielded in Example 1 was
measured in the same way as in Example 9. As a result, the linear expansion coefficient was -0.6 x 10-5/°C.
[0160] A polyester type hot melt adhesive (trade name: "Vylon GM-920", manufactured by Toyobo Co., Ltd.) was
applied to each of the surfaces of the oriented polyethylene terephthalate sheet yielded in Example 1, so as to give a
thickness of 0.03 mm. Thereafter, a vinyl chloride resin sheet (a sheet obtained by extruding an article manufactured
by Tokuyama Sekisui Co., Ltd. and having an article number of "TS1000R") 0.25 mm in thickness was laminated onto
each of the surfaces, and the resultant was hot-pressed at 160°C and a pressure of 1 MPa for 180 seconds to yield a
laminate-molded body wherein the vinyl chloride resin sheet was laminated onto each of the surfaces of the oriented
polyethylene terephthalate sheet. The linear expansion coefficient of the resultant laminate-molded body was measured
in the same way as in Example 9. As a result, it was 1.8 x 10-5/°C.

(Example 16)

[0161] A polyethylene terephthalate (trade name: "NEH-2070", manufactured by Unitika, Ltd., intrinsic viscosity: 0.88)
was melt-extruded, and then cooled rapidly. The yielded polyethylene terephthalate sheet having a crystallinity of 1.3%,
a thickness of 2.5 mm, and a width of 200 mm was supplied to a drawing apparatus (manufactured by Kyowa Engineering
Co., Ltd.), and then preheated to 80°C. Thereafter, the sheet was pulled out at a speed of 2 m/min. from between a pair
of rolls (roll clearance: 0. 6 mm) heated to 74°C and rotated at 0.05 m/min. in a draw direction. Furthermore, the sheet
was heated in a hot wind heating room to set the polyethylene terephthalate sheet surface temperature to 180°C, and
was subjected to roll-drawing while the outlet speed was set to 2.5 m/min., so as to yield an oriented polyethylene
terephthalate sheet wherein the draw ratio was about 5. The feeding speed of the sheet to the drawing apparatus was
a speed of 0.4 m/min.
[0162] The glass transition temperature of the polyethylene terephthalate sheet was 76.7°C, and the rise-up temper-
ature of the crystallization peak in its differential scanning calorie curve measured at a temperature-raising rate of
10°C/min. was 139.8°C. The rise-up temperature of the melting peak thereof was 234°C.
[0163] A polyester type hot melt adhesive (trade name: "Vylon GM-920", manufactured by Toyobo Co., Ltd., melting
point: 107°C) was applied to each of the surfaces of the resultant oriented polyethylene terephthalate sheet by melt-

[Table 6]

Example 12 Example 13
Comparative 
Example 6

Example 14

Oriented 
polyethylene 
terephthalate 
sheet

Linear 
Expansion 
Coefficient

x 10-5/°C -0.7 -0.6 - -0.6

Tensile 
Modulus

GPa 13 13 - 9

Thickness mm 0.2 0.5 - 0.5

Layer number 3 1 - 3

Hot melt 
adhesive 
layer

Thickness mm 0.03 0.03 - 0.03

Layer number 4 2 - 2

Vinyl chloride 
resin layer

Thickness mm 0.4 0.45 1.6 -

Layer number - 2 2 1 -

Thickness of laminate-molded 
body

mm 1.52 1.46 1.6 1.56

Thermal Elongation mm/5m 3.3 4.8 19.0 -1.5

Falling Ball Impact Test Crack or fissure None None None Fissure

Tensile Modulus GPa 5.8 5.5 2.7 11.0

Charpy Impact Value kJ/m2 2.5 2.4 - -
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extrusion coating, so as to give a thickness of 0.03 mm. In this way, an adhesive-laminated oriented polyethylene
terephthalate sheet was yielded.
[0164] The resultant adhesive-laminated oriented polyethylene terephthalate sheet was bending-molded to form a
molded body in the form of a gutter having a "U-shaped" section and having a base length of 120 mm and a side wall
height of 90 mm. A vinyl chloride resin (article number: "TS1000R", manufactured by Tokuyama Sekisui Co. , Ltd.) was
applied to each of the surfaces of the body by extrusion coating at 200°C, so as to yield a laminate-molded body wherein
a vinyl chloride resin layer 0.5 mm in thickness was laminated onto each of the surfaces of the polyethylene terephthalate
laminate.

(Comparative Example 7)

[0165] A laminate-molded body was yielded in the same way as in Example 16 except that the roll clearance and the
draw ratio were set to 1.1 mm and 2, respectively.

(Comparative Example 8)

[0166] A laminate-molded body was yielded in the same way as in Example 16 except that the roll clearance, the
pulling-out speed, the outlet temperature of the hot wind heating room and the draw ratio were 0.1 mm, 4 m/min., 5
m/min., and 10, respectively.
[0167] Physical properties of the laminate-molded bodies yielded in Example 16 and Comparative Examples 7 and 8
were evaluated by evaluation methods described below. The results are shown in Table 7.
(11) Liner Expansion Coefficient
The resultant laminate-molded bodies were measured in accordance with JIS K 7197.

(12) Falling Ball Impact Test

[0168] The resultant gutter-form laminate-molded bodies were each cut out into a length of 4 m. The resultant piece
was cured in a refrigerating room of 0°C for one hour. The piece was set up to direct the opening thereof downward. An
eggplant-shaped weight of 1 kg was fallen thereon from a position of 1.3 m in height. It was then observed whether or
not the product was cracked.

(13) Scissors Breaking Test

[0169] The resultant laminate-molded bodies were each cut with scissors along the length direction (draw direction)
thereof and along the perpendicular direction (width direction) thereof. It was then observed whether or not a breaking
or a crack was generated.
[0170]

(Example 17)

[0171] A polyethylene terephthalate (trade name: "NEH-2070", manufactured by Unitika, Ltd., intrinsic viscosity: 0.88)
was melt-extruded, and then cooled rapidly. The yielded polyethylene terephthalate sheet having a crystallinity of 1.3%,
a thickness of 2.5 mm, and a width of 200 mm was supplied to a drawing apparatus (manufactured by Kyowa Engineering
Co., Ltd.), and then preheated to 80°C. Thereafter, the sheet was subjected to pultrusion-drawing by pulling out the
sheet at a speed of 2 m/min. from between a pair of rolls (roll clearance: 0.2 mm) heated to 74°C and rotated at 0.05
m/min. in a draw direction. Furthermore, the sheet was heated in a hot wind heating room to set the polyethylene
terephthalate sheet surface temperature to 180°C, and was subjected to roll-drawing while the outlet speed was set to
2.5 m/min., so as to yield an oriented polyethylene terephthalate sheet wherein the draw ratio was about 5.

[Table 7]

Example 16 Comparative Example 7 Comparative Example 8

Linear Expansion Coefficient (x 10-1/°C) 1.5 4.0 1.0

Falling Ball Impact Test Not broken Not broken Broken

scissors Breaking Test
Draw direction Not broken Not broken Cracked

Width direction Not broken Not broken Not broken
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[0172] The glass transition temperature of the polyethylene terephthalate sheet was 76.7°C, and the rise-up temper-
ature of the crystallization peak in its differential scanning calorie curve measured at a temperature-raising rate of
10°C/min. was 139.8°C. The rise-up temperature of the melting peak thereof was 234°C. The feeding speed of the sheet
to the drawing apparatus was a speed of 0.4 m/min.
[0173] A polyester type hot melt adhesive (trade name: "Vylon GM-920", manufactured by Toyobo Co., Ltd., melting
point: 107°C) was applied to each of the surfaces of the resultant oriented polyethylene terephthalate sheet by melt-
extrusion coating, so as to give a thickness of 0.03 mm. In this way, an adhesive-laminated oriented polyethylene
terephthalate sheet was yielded.
[0174] A polyester long fiber nonwoven cloth (trade name "Ecule 3301A", manufactured by Toyobo Co. , Ltd. , weight
per unit area: 30 g/m2, thickness: 0.2 mm) was laminated onto each of the surfaces of the resultant adhesive-laminated
oriented polyethylene terephthalate sheet, and then the laminate was pressed by means of hot rolls of 140°C. Thereafter,
a vinyl chloride resin (article number: "TS1000R", manufactured by Tokuyama Sekisui Co., Ltd.) was applied onto each
of the surfaces of the laminate by extrusion-coating at 200°C to yield a laminate-molded body wherein a vinyl chloride
resin layer 0.5 mm in thickness was laminated on each of the surfaces of the polyethylene terephthalate laminate.
[0175] The resultant laminate-molded body was cut out into a piece of 80 mm in length and 10 mm in width (the width
direction was equal to the draw direction of the oriented polyethylene terephthalate sheet). A V-shaped notch (depth: 2
mm) was made therein, and the Charpy impact value was measured in accordance with JIS K 7111. As a result, it was
3.9 kJ/m2.

(Example 18)

[0176] A polyester long fiber nonwoven cloth (trade name "Ecule 3301A", manufactured by Toyobo Co. , Ltd. , weight
per unit area: 30 g/m2, thickness: 0.3 mm) was interposed between the two adhesive-laminated oriented polyethylene
terephthalate sheets yielded in Example 12, and then the laminate was pressed by means of hot rolls of 150°C. Thereafter,
a vinyl chloride resin (article number: "TS1000R", manufactured by Tokuyama Sekisui Co. , Ltd.) was applied onto each
of the surfaces of the laminate by extrusion-coating at 200°C to yield a laminate-molded body wherein a vinyl chloride
resin layer 0.5 mm in thickness was laminated on each of the surfaces of the polyethylene terephthalate laminate. The
two adhesive-laminated oriented polyethylene terephthalate sheets were laminated to make the draw directions thereof
consistent with each other.
[0177] The resultant laminate-molded body was cut out into a piece of 80 mm in length and 10 mm in width (the width
direction was equal to the draw direction of the oriented polyethylene terephthalate sheet). A V-shaped notch (depth: 2
mm) was made therein, and the Charpy impact value was measured in accordance with JIS K 7111. As a result, it was
4.0 kJ/m2.

(Example 19)

[0178] A polyester type hot melt adhesive (trade name: "Vylon GM-920", manufactured by Toyobo Co., Ltd., melting
point: 107°C) was applied to a single surface of a polyester long fiber nonwoven cloth (trade name "Ecule 3301A",
manufactured by Toyobo Co., Ltd., weight per unit area: 30 g/m2, thickness: 0.2 mm) in an amount of 140 g per m2 by
melt-extrusion coating. Before the hot melt adhesive was solidified, the resultant was passed between a pair of silicon
rubber rolls to yield a polyester type hot melt adhesive impregnated polyester long fiber nonwoven cloth.
[0179] The resultant polyester type hot melt adhesive impregnated polyester long fiber nonwoven cloth was laminated
onto each of the surfaces of the oriented polyethylene terephthalate sheet yielded in Example 10, and the laminate was
supplied to a mold, so as to apply a vinyl chloride resin (article number: "TS1000R", manufactured by Tokuyama Sekisui
Co., Ltd.) to each of the surfaces of the laminate by extrusion-coating at 200°C, thereby yielding a laminate-molded
body wherein the polyester type hot melt adhesive impregnated polyester long fiber nonwoven cloth and a vinyl chloride
resin layer 0.5 mm in thickness were laminated on each of the surfaces of the polyethylene terephthalate laminate.
[0180] The resultant laminate-molded body was cut out into a piece of 80 mm in length and 10 mm in width (the width
direction was equal to the draw direction of the oriented polyethylene terephthalate sheet). A V-shaped notch (depth: 2
mm) was made therein, and the Charpy impact value was measured in accordance with JIS K 7111. As a result, it was
4.0 kJ/m2.

(Example 20)

[0181] A polyethylene terephthalate (trade name: "NEH-2070", manufactured by Unitika, Ltd., intrinsic viscosity: 0.88)
was melt-extruded, and then cooled rapidly. The yielded polyethylene terephthalate sheet having a crystallinity of 1.3%,
a thickness of 2.5 mm, and a width of 200 mm was supplied to a drawing apparatus (manufactured by Kyowa Engineering
Co., Ltd.), and then preheated to 80°C. Thereafter, the sheet was pulled out at a speed of 2 m/min. from between a pair
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of rolls (roll clearance: 0.6mm) heated to 74°C. Furthermore, the sheet was heated in a hot wind heating room to set
the polyethylene terephthalate sheet surface temperature to 180°C, and was subjected to roll-drawing while the outlet
speed was set to 2.5 m/min., so as to yield an oriented polyethylene terephthalate sheet wherein the draw ratio was about 5.
[0182] The glass transition temperature of the polyethylene terephthalate sheet was 76.7°C, and the rise-up temper-
ature of the crystallization peak in its differential scanning calorie curve measured at a temperature-raising rate of
10°C/min. was 139.8°C. The rise-up temperature of the melting peak thereof was 234°C. The feeding speed of the sheet
to the drawing apparatus was a speed of 0.4 m/min.
[0183] A laminate wherein a polyester long fiber nonwoven cloth (trade name "Ecule 3701A", manufactured by Toyobo
Co., Ltd., weight per unit area: 70 g/m2, thickness: 0.31 mm, melting point: about 230°C) was laminated on each of the
surfaces of the resultant oriented polyethylene terephthalate sheet was supplied to an ultrasonic welder (trade name:
"SONOPET Σ-1200", manufactured by Seidensha Electronics Co., Ltd.). The laminate was then passed at a speed of
2 m/min. from between its horn and knurling tool in which the clearance was 0.2 mm and the pressure was 0.8 MPa to
melt-bond the nonwoven cloth to the sheet by means of the ultrasonic welder. The pattern of the melt-bonded moieties
is as shown in Fig. 2. About the size of each of the melt-bonded moieties, the length was about 1.5 mm and the width
was about 0.5 mm in the draw direction. The interval between the melt-bonded moieties was about 1.5 mm, and the
width therebetween was about 1.5 mm in the draw direction.
[0184] A vinyl chloride resin (article number: "TS1000R", manufactured by Tokuyama Sekisui Co., Ltd.) was applied
to each of the surfaces of the resultant oriented polyethylene terephthalate sheet, wherein the polyester long fiber
nonwoven cloth was melt-bonded to each of the surfaces, by extrusion-coating at 200°C, so as to impregnate the
polyester long fiber nonwoven cloth with the vinyl chloride resin, thereby yielding a laminate-molded body wherein a
vinyl chloride resin sheet 0.5 mm in thickness was laminated on each of the surfaces of the polyethylene terephthalate
laminate. The linear expansion coefficient of the resultant laminate-molded body was measured in accordance with JIS
K 7197. As a result, it was 1.5 x 10-5 (1/°C)
[0185] The resultant laminate-molded body was cut out into a test piece of 75 mm x 75 mm. Toward the center thereof,
an iron ball of 1 kg in weight was fallen from a position of 1.3 m in height in a temperature-controlled room of 0°C. It was
then observed whether or not a crack or a fissure was generated therein. As a result, neither crack nor fissure was
generated. The resultant laminate-molded body was cut out into a piece of 80 mm in length and 10 mm in width (the
width direction was equal to the draw direction of the oriented polyethylene terephthalate sheet). A V-shaped notch
(depth: 2 mm) was made therein, and the Charpy impact value was measured in accordance with JIS K-7111. As a
result, the Charpy impact value was 5.2 kJ/m2. When the test piece after the measurement was observed with the naked
eye, on peeling of the thermoplastic resin sheet was observed. Thus, it was found that the sheet was firmly bonded.

(Example 21)

[0186] A laminate wherein a polyester long fiber nonwoven cloth (trade name "Volans 4061N", manufactured by
Toyobo Co., Ltd., weight per unit area: 70 g/m2, melting point: about 230°C) treated with a needle punch was laminated
on each of the surfaces of the oriented polyethylene terephthalate sheet yielded in Example 20 was supplied to an
ultrasonic welder (trade name: "SONOPET Σ-1200", manufactured by Seidensha Electronics Co., Ltd.). While its horn
was pushed against the laminate on its knurling tool at a load of 15 N/mm in the width direction, the laminate was passed
therebetween at a speed of 2 m/min, so as to melt-bond the nonwoven cloth to the sheet by means of the ultrasonic
welder. The pattern of the melt-bonded moieties is as shown in Fig. 2. About the size of each of the melt-bonded moieties,
the length was about 1.5 mm and the width was about 0.5 mm in the draw direction. The interval between the melt-
bonded moieties was about 1.5 mm, and the width therebetween was about 1.5 mm in the draw direction.
A vinyl chloride resin (article number: "TS1000R", manufactured by Tokuyama Sekisui Co. , Ltd.) was applied to each
of the surfaces of the resultant oriented polyethylene terephthalate sheet, wherein the polyester long fiber nonwoven
cloth was melt-bonded to each of the surfaces, by extrusion-coating at 200°C, so as to impregnate the polyester long
fiber nonwoven cloth with the vinyl chloride resin, thereby yielding a laminate-molded body wherein a vinyl chloride resin
sheet 0.5 mm in thickness was laminated on each of the surfaces of the polyethylene terephthalate laminate.
Linear expansion coefficient (in accordance with JIS K 7197) : 1.3 x 10-5/°C
Tensile modulus (in accordance with JIS K 7113, in the draw direction): 5.8 GPa
Peel strength of bonded (in accordance with JIS K 6854, T-peel test, a test piece was formed in a state that the nonwoven
cloth melt-bonded oriented polyethylene terephthalate sheet was regarded as an adhesive layer) : 2.7 N/mm

(Example 22)

[0187] The same way as in Example 21 was carried out except that a polyester long fiber nonwoven cloth (article
name: "7860A", manufactured by Shinwa Corp., weight per unit area: 60 g/m2, melting point: about 230°C), which was
produced by a spun-lacing method (a water flow confounding method), was applied to each of the surfaces of the oriented
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polyethylene terephthalate sheet yielded in Example 20.
Linear expansion coefficient (in accordance with JIS K 7197): 1.3 x 10-5/°C
Tensile modulus (in accordance with JIS K 7113, in the draw direction): 5.9 GPa
Peel strength of bonded (in accordance with JIS K 6854, T-peel test, a test piece was formed in a state that the nonwoven
cloth melt-bonded oriented polyethylene terephthalate sheet was regarded as an adhesive layer): 2.5 N/mm

(Example 23)

[0188] The same way as in Example 21 was carried out except that a polyester long fiber nonwoven cloth (trade name
"Ecule 3501A", manufactured by Toyobo Co. , Ltd. , weight per unit area: 50 g/m2, melting point: about 230°C), which
was produced by a spun-bonding method, was applied to each of the surfaces of the oriented polyethylene terephthalate
sheet yielded in Example 20.
Linear expansion coefficient (in accordance with JIS K 7197) : 1.5 x 10-5/°C
Tensile modulus (in accordance with JIS K 7113, in the draw direction): 5.6 GPa
Peel strength of bonded (in accordance with JIS K 6854, T-peel test, a test piece was formed in a state that the nonwoven
cloth melt-bonded oriented polyethylene terephthalate sheet was regarded as an adhesive layer) : 1. 7 N/mm

INDUSTRIAL APPLICABILITY

[0189] The oriented thermoplastic polyester resin sheet produced by the process of the present invention is excellent
in tensile strength, tensile modulus, and heat resistance. A laminate-molded body wherein a thermoplastic resin is
laminated on each of the surfaces of the sheet has a low linear expansion coefficient, and is light and excellent in impact
resistance, durability, easiness of handling, productivity, and others. Accordingly, the laminate-molded body can be used
suitably as an exterior building member such as a gutter.

Claims

1. A process for producing an oriented thermoplastic polyester resin sheet, which comprises: pultrusion-drawing a
thermoplastic polyester resin sheet in an amorphous state at a temperature from the glass transition temperature
of the thermoplastic polyester resin - 20°C to the glass transition temperature of the thermoplastic polyester resin
+ 20°C; and then drawing the resultant uniaxially at a temperature higher than the temperature for the pultrusion-
drawing and at a temperature from the rise-up temperature of the crystallization peak of the thermoplastic polyester
resin in its differential scanning calorie curve measured at a temperature-raising rate of 10°C/min. to the rise-up
temperature of the melting peak thereof in the curve.

2. The process for producing an oriented thermoplastic polyester resin sheet according to claim 1, wherein the crys-
tallinity of the thermoplastic polyester resin sheet in an amorphous state is less than 10%, the crystallinity being
measured with a differential scanning calorimeter.

3. The process for producing an oriented thermoplastic polyester resin sheet according to claim 1 or 2, wherein a roll
is rotated in the direction of pulling at a speed not higher than a speed equal to the sheet-feeding speed when the
thermoplastic polyester resin sheet is pulled at a pulling speed under the same condition in a state that the roll is
not rotated.

4. The process for producing an oriented thermoplastic polyester resin sheet according to any one of claims 1 to 3,
wherein the total draw ratio of the pultrusion-drawing and the uniaxial drawing is from 2.5 to 10.

5. The process for producing
an oriented thermoplastic polyester resin sheet according to any one of claims 1-4,
wherein the draw ratio is from 3 to 8.

6. The process for producing an oriented thermoplastic polyester resin sheet according to any one of claims 1 to 4,
wherein the oriented thermoplastic polyester resin sheet undergoing the uniaxial drawing is heatsetted at a temper-
ature from the rise-up temperature of the crystallization peak of the thermoplastic polyester resin in its differential
scanning calorie curve measured at a temperature-raising rate of 10°C/min. to the rise-up temperature of the melting
peak thereof in the curve, and that is a temperature not higher than the uniaxial drawing temperature by 30°C or more.



EP 1 859 916 B1

23

5

10

15

20

25

30

35

40

45

50

55

7. The process for producing an oriented thermoplastic polyester resin sheet according to claim 6, wherein the heatset
is performed in a state that the length of the oriented thermoplastic polyester resin sheet undergoing the uniaxial
drawing does not change.

8. The process for producing an oriented thermoplastic polyester resin sheet according to claim 7, wherein the length
of the oriented thermoplastic polyester resin sheet undergoing the uniaxial drawing and the subsequent heatset is
0.95 to 1.1 times that of the oriented thermoplastic polyester resin sheet undergoing the uniaxial drawing before the
heatset.

9. The process for producing an oriented thermoplastic polyester resin sheet according to any one of claims 6 to 8,
wherein the time for the heatset is from 10 seconds to 10 minutes.

10. The process for producing an oriented thermoplastic polyester resin sheet according to any one of claims 6 to 9,
wherein the heatsetted oriented thermoplastic polyester resin sheet is annealed at a temperature from the glass
transition temperature to a temperature lower than the melting point in a state that no tension is applied to the sheet.

11. The process for producing an oriented thermoplastic polyester resin sheet according to claim 10, wherein the
temperature at which the annealing is performed is in the range of the glass transition temperature to the rise-up
temperature of the crystallization peak of the thermoplastic polyester resin in the differential scanning calorie curve
measured at a temperature-raising rate of 10°C/min.

12. The process for producing an oriented thermoplastic polyester resin sheet according to claim 11, wherein the time
for the annealing is 10 seconds or more.

13. The process for producing a laminate-molded body, which comprises laminating thermoplastic resin layers on each
of the surfaces of the oriented thermoplastic polyester resin sheet produced by the process for producing an oriented
thermoplastic polyester resin sheet according to any one of claims 1 to 12.

14. The process for producing a laminate-molded body, which comprises- laminating two or more oriented thermoplastic
polyester resin sheets produced by the process for producing an oriented thermoplastic polyester resin sheet ac-
cording to any one of claims 1 to 12 on each other to make draw directions thereof the same, and laminating
thermoplastic resin layers on each of the surfaces of the oriented thermoplastic polyester resin sheets.

15. The process for producing a laminate-molded body according to claim 14, which comprises bonding the two or more
oriented thermoplastic polyester resin sheets to each other through a hot melt adhesive having a lower melting point
than that of the thermoplastic polyester resin.

16. The process for producing a laminate-molded body according to claim 15, which comprises melt-bonding the hot
melt adhesive by means of an ultrasonic welder.

17. The process for producing a laminate-molded body according to claim 14, which comprises bonding the two or more
oriented thermoplastic polyester resin sheets to each other through one or more adhesive(s) selected from the group
consisting of a reactive adhesive, an epoxy adhesive, a urethane adhesive, a polyester adhesive, and a rubbery
adhesive.

18. The process for producing a laminate-molded body according to claim 14, which comprises interposing a woven
cloth and/or nonwoven cloth between the two or more oriented thermoplastic polyester resin sheets.

19. The process for producing a laminate-molded body according to claim 14, which comprises interposing a woven
cloth and/or nonwoven cloth impregnated with a hot melt adhesive having a lower melting point than that of the
thermoplastic polyester resin between the two or more oriented thermoplastic polyester resin sheets, and bonding
thereto.

20. The process for producing a laminate-molded body according to claim 19, which comprises melt-bonding the hot
melt adhesive by means of an ultrasonic welder.

21. The process for producing a laminate-molded body according to claim 14, which comprises interposing a woven
cloth and/or nonwoven cloth impregnated with one or more adhesive(s) selected from the group consisting of a
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reactive adhesive, an epoxy adhesive, a urethane adhesive, a polyester adhesive, and a rubbery adhesive between
the two or more oriented thermoplastic polyester resin sheets, and bonding thereto.

22. The process for producing a laminate-molded body according to any one of claims 13 to 21, which comprises bonding
the oriented thermoplastic polyester resin sheet and the thermoplastic resin layers through a hot melt adhesive
having a lower melting point than that of the thermoplastic polyester resin.

23. The process for producing a laminate-molded body according to claim 22, which comprises melt-bonding the hot
melt adhesive by means of an ultrasonic welder.

24. The process for producing a laminate-molded body according to any one of claims 13 to 21, which comprises bonding
the oriented thermoplastic polyester resin sheet and the thermoplastic resin layers through one or more adhesive
(s) selected from the group consisting of a reactive adhesive, an epoxy adhesive, a urethane adhesive, a polyester
adhesive, and a rubbery adhesive.

25. The process for producing a laminate-molded body according to any one of claims 13 to 21, which comprises
interposing a woven cloth and/or nonwoven cloth between the oriented thermoplastic polyester resin sheet and the
thermoplastic resin layers.

26. The process for producing a laminate-molded body according to claim 25, which comprises thermally melt-bonding
the woven cloth and/or nonwoven cloth which comprise(s) a thermoplastic resin .to the thermoplastic resin sheet,
and impregnating the woven cloth and/or nonwoven cloth with the thermoplastic resin layers so as to be melt-bonded
to the resin layers.

27. The process for producing a laminate-molded body according to claim 25 or 26, which comprises the woven cloth
and/or nonwoven cloth comprise(s) a thermoplastic polyester resin.

28. The process for producing a laminate-molded body according to any one of claims 25 to 27, which comprises melting
the woven cloth and/or nonwoven cloth which comprise(s) a/the thermoplastic resin by means of an ultrasonic
welder, and bonding to each of the surfaces of the oriented thermoplastic polyester resin sheet, and subsequently
impregnating each of the woven cloth and/or nonwoven cloth which comprise(s) the thermoplastic resin with the
thermoplastic resin layers.

29. The process for producing a laminate-molded body according to any one of claims 13 to 21, which comprises
interposing a/the woven cloth and/or nonwoven cloth which is/are impregnated with a hot melt adhesive having a
lower melting point than that of the thermoplastic polyester resin between the oriented thermoplastic polyester resin
sheet and the thermoplastic resin layers, and bonding thereto.

30. The process for producing a laminate-molded body according to claim 29, which comprises melt-bonding the hot
melt adhesive by means of an ultrasonic welder.

31. The process for producing a laminate-molded body according to any one of claims 13 to 21, which comprises
interposing a/the woven cloth and/or nonwoven cloth which is/are impregnated with one or more adhesive(s) selected
from the group consisting of a reactive adhesive, an epoxy adhesive, a urethane adhesive, a polyester adhesive,
and a rubbery adhesive between the oriented thermoplastic polyester resin sheet and the thermoplastic resin layers,
and bonding thereto.

Patentansprüche

1. Verfahren zur Herstellung einer orientierten thermoplastischen Polyesterharzfolie, welches umfasst:

das Pultrusionsziehen einer thermoplastischen Polyesterharzfolie in einem amorphen Zustand bei einer Tem-
peratur von der Glasübergangstemperatur des thermoplastischen Polyesterharzes -20°C bis zur Glasüber-
gangstemperatur des thermoplastischen Polyesterharzes +20°C; und das anschließende uniaxiale Ziehen des
Resultierenden bei einer Temperatur, die höher als die Temperatur zum Pultrusionsziehen ist, und bei einer
Temperatur von der Anstiegstemperatur des Kristallisationspeaks des thermoplastischen Polyesterharzes in
seiner Differentialscanningkalorimetriekurve, gemessen bei einer Temperaturanstiegsrate von 10°C/min., bis
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zu der Anstiegstemperatur des Schmelzpeaks davon in der Kurve.

2. Verfahren zur Herstellung einer orientierten thermoplastischen Polyesterharzfolie gemäß Anspruch 1, wobei die
Kristallinität der thermoplastischen Polyesterharzfolie in einem amorphen Zustand weniger als 10 % beträgt, wobei
die Kristallinität mit einem Differentialscanningkalorimeter gemessen wird.

3. Verfahren zur Herstellung einer orientierten thermoplastischen Polyesterharzfolie gemäß Anspruch 1 oder 2, wobei
eine Walze in Zugrichtung bei einer Geschwindigkeit rotiert wird, die nicht höher als eine Geschwindigkeit ist, die
gleich der Folienzuführgeschwindigkeit ist, wenn die thermoplastische Polyesterharzfolie bei einer Zuggeschwin-
digkeit unter der gleichen Bedingung in einem Zustand, bei dem die Walze nicht rotiert wird, gezogen wird.

4. Verfahren zur Herstellung einer orientierten thermoplastischen Polyesterharzfolie gemäß einem der Ansprüche 1
bis 3, wobei das Gesamtzugverhältnis des Pultrusionsziehens und des uniaxialen Ziehens von 2,5 bis 10 ist.

5. Verfahren zur Herstellung einer orientierten thermoplastischen Polyesterharzfolie gemäß einem der Ansprüche 1
bis 4, wobei das Zugverhältnis von 3 bis 8 ist.

6. Verfahren zur Herstellung einer orientierten thermoplastischen Polyesterharzfolie gemäß einem der Ansprüche 1
bis 4, wobei die orientierte thermoplastische Polyesterharzfolie, die dem uniaxialen Ziehen unterworfen wird, bei
einer Temperatur von der Anstiegstemperatur des Kristallisationspeaks des thermoplastischen Polyesterharzes in
seiner Differentialscanningkalorimetriekurve, gemessen bei einer Temperaturanstiegsrate von 10°C/min., bis zu
der Anstiegstemperatur des Schmelzpeaks davon in der Kurve, und welches eine Temperatur ist, die nicht höher
als die uniaxiale Zugtemperatur um 30°C oder mehr ist, wärmestabilisiert wird.

7. Verfahren zur Herstellung einer orientierten thermoplastischen Polyesterharzfolie gemäß Anspruch 6, wobei die
Wärmestabilisierung in einem Zustand durchgeführt wird, bei dem sich die Länge der orientierten thermoplastischen
Polyesterharzfolie, die dem uniaxialen Ziehen unterworfen wird, nicht ändert.

8. Verfahren zur Herstellung einer orientierten thermoplastischen Polyesterharzfolie gemäß Anspruch 7, wobei die
Länge der orientierten thermoplastischen Polyesterharzfolie, die dem uniaxialen Ziehen und der darauf folgenden
Wärmestabilisierung unterworfen wird, 0,95 bis 1,1 Mal der Länge der orientierten thermoplastischen Polyester-
harzfolie ist, die dem uniaxialen Ziehen unterworfen wird vor der Wärmestabilisierung.

9. Verfahren zur Herstellung einer orientierten thermoplastischen Polyesterharzfolie gemäß einem der Ansprüche 6
bis 8, wobei die Zeit zur Wärmestabilisierung zwischen 10 Sekunden bis 10 Minuten liegt.

10. Verfahren zur Herstellung einer orientierten thermoplastischen Polyesterharzfolie gemäß einem der Ansprüche 6
bis 9, wobei die wärmestabilisierte orientierte thermoplastische Polyesterharzfolie bei einer Temperatur von der
Glasübergangstemperatur bis zu einer Temperatur, die niedriger ist als der Schmelzpunkt, geglüht wird in einem
Zustand, bei welchem keine Spannung auf die Folie angewendet wird.

11. Verfahren zur Herstellung einer orientierten thermoplastischen Polyesterharzfolie gemäß Anspruch 10, wobei die
Temperatur, bei der das Glühen durchgeführt wird, in einem Bereich der Glasübergangstemperatur bis zu der
Anstiegstemperatur des Kristallisationspeaks des thermoplastischen Polyesterharzes in der Differentialscanning-
kalorimetriekurve, gemessen bei einer Temperaturanstiegsrate von 10°C/min., liegt.

12. Verfahren zur Herstellung einer orientierten thermoplastischen Polyesterharzfolie gemäß Anspruch 11, wobei die
Zeit zum Glühen 10 Sekunden oder mehr beträgt.

13. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers, welches das Laminieren von thermoplastischen
Harzschichten auf jede der Oberflächen der durch das Verfahren zur Herstellung einer orientierten thermoplastischen
Polyesterharzfolie gemäß einem der Ansprüche 1 bis 12 hergestellten orientierten thermoplastischen Polyester-
harzfolie umfasst.

14. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers, welches das aufeinander Laminieren von zwei oder
mehreren orientierten thermoplastischen Polyesterharzfolien, hergestellt durch das Verfahren zur Herstellung einer
orientierten thermoplastischen Polyesterharzfolie gemäß einem der Ansprüche 1 bis 12 umfasst, um Zugrichtungen
davon anzugleichen, und das Laminieren von thermoplastischen Harzschichten auf jede der Oberflächen der ori-
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entierten thermoplastischen Polyesterharzfolien umfasst.

15. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß Anspruch 14, welches das aneinander Binden
der zwei oder mehreren orientierten thermoplastischen Polyesterharzfolien mit einem Schmelzklebstoff, der einen
niedrigeren Schmelzpunkt als der Schmelzpunkt des thermoplastischen Polyesterharzes aufweist, umfasst.

16. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß Anspruch 15, welches das Schmelzbinden
des Schmelzklebstoffes mit Hilfe eines Ultraschallschweißers umfasst.

17. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß Anspruch 14, welches das aneinander Binden
der zwei oder mehreren orientierten thermoplastischen Polyesterharzfolien mit einem oder mehreren Klebstoff(en),
ausgewählt aus der Gruppe, bestehend aus einem reaktiven Klebstoff, einem Epoxyklebstoff, einem Urethankleb-
stoff, einem Polyesterklebstoff und einem gummiartigen Klebstoff, umfasst.

18. Verfahren zur Herstellung eines Schichtstoff Formteil-Körpers gemäß Anspruch 14, welches das Zwischenschalten
eines Webstoffes und/oder eines Vliesstoffes zwischen den zwei oder mehreren orientierten thermoplastischen
Polyesterharzfolien umfasst.

19. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß Anspruch 14, welches das Zwischenschalten
eines Webstoffes und/oder eines Vliesstoffes, imprägniert mit einem Schmelzklebstoff, der einen niedrigeren
Schmelzpunkt als der Schmelzpunkt des thermoplastischen Polyesterharzes aufweist, zwischen den zwei oder
mehreren orientierten thermoplastischen Polyesterharzfolien und das Binden daran umfasst.

20. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß Anspruch 19, welches das Schmelzbinden
des Schmelzklebstoffes mit Hilfe eines Ultraschallschweißers umfasst.

21. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß Anspruch 14, welches das Zwischenschalten
eines Webstoffes und/oder eines Vliesstoffes, imprägniert mit einem oder mehreren Klebstoff(en), ausgewählt aus
der Gruppe, bestehend aus einem reaktiven Klebstoff, einem Epoxyklebstoff, einem Urethanklebstoff, einem Poly-
esterklebstoff und einem gummiartigen Klebstoff, zwischen den zwei oder mehreren orientierten thermoplastischen
Polyesterharzfolien, und das Binden daran umfasst.

22. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß einem der Ansprüche 13 bis 21, welches das
Binden der orientierten thermoplastischen Polyesterharzfolie und der thermoplastischen Harzschichten mit einem
Schmelzklebstoff mit einem niedrigeren Schmelzpunkt als der Schmelzpunkt des thermoplastischen Polyesterhar-
zes umfasst.

23. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß Anspruch 22, welches das Schmelzbinden
des Schmelzklebstoffes mit Hilfe eines Ultraschallschweißers umfasst.

24. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß einem der Ansprüche 13 bis 21, welches das
Binden der orientierten thermoplastischen Polyesterharzfolie und der thermoplastischen Harzschichten mit einem
oder mehreren Klebstoff(en), ausgewählt aus der Gruppe, bestehend aus einem reaktiven Klebstoff, einem Epoxy-
klebstoff, einem Urethanklebstoff, einem Polyesterklebstoff und einem gummiartigen Klebstoff, umfasst.

25. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß einem der Ansprüche 13 bis 21, welches das
Zwischenschalten eines Webstoffes und/oder eines Vliesstoffes zwischen der orientierten thermoplastischen Po-
lyesterharzfolie und den thermoplastischen Harzschichten umfasst.

26. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß Anspruch 25, welches das thermische
Schmelzbinden des Webstoffes und/oder Vliesstoffes, welche(r) ein thermoplastisches Harz umfass(t)(en), an die
thermoplastischen Harzfolie, und das Imprägnieren des Webstoffes und/oder Vliesstoffes mit den thermoplastischen
Harzschichten in der Weise, dass sie an die Harzschichten schmelzgebunden werden, umfasst.

27. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß Anspruch 25 oder 26, wobei der Webstoff
und/oder Vliesstoff ein thermoplastisches Polyesterharz umfass(t)(en).

28. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß einem der Ansprüche 25 bis 27, welches das
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Schmelzen des Webstoffes und/oder Vliesstoffes, welche(r) ein/das thermoplastische(s) Harz umfass(t)(en), mit
Hilfe eines Ultraschallschweißers, und das Binden an jede der Oberflächen der orientierten thermoplastischen
Polyesterharzfolie und anschließendes Imprägnieren jedes Webstoffes und/oder Vliesstoffes, welche(r) das ther-
moplastische Harz umfass(t)(en), mit den thermoplastischen Harzschichten umfasst.

29. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß einem der Ansprüche 13 bis 21, welches das
Zwischenschalten eines/des Webstoffes und/oder eines Vliesstoffes, welche(r) imprägniert ist/sind mit einem
Schmelzklebstoff, der einen niedrigeren Schmelzpunkt als der Schmelzklebstoff des thermoplastischen Polyester-
harzes aufweist, zwischen der orientierten thermoplastischen Polyesterharzfolie und den thermoplastischen Harz-
schichten und das Binden daran umfasst.

30. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß Anspruch 29, welches das Schmelzbinden
des Schmelzklebstoffes mit Hilfe eines Ultraschallschweißers umfasst.

31. Verfahren zur Herstellung eines Schichtstoff-Formteil-Körpers gemäß einem der Ansprüche 13 bis 21, welches das
Zwischenschalten eines/des Webstoffes und/oder Vliesstoffes, die mit einem oder mehreren Klebstoff(en), ausge-
wählt aus der Gruppe, bestehend aus einem reaktiven Klebstoff, einem Epoxyklebstoff, einem Urethanklebstoff,
einem Polyesterklebstoff und einem gummiartigen Klebstoff imprägniert ist/sind, zwischen den zwei oder mehreren
orientierten thermoplastischen Polyesterharzfolien und das Binden daran umfasst.

Revendications

1. Procédé de production d’une feuille de résine polyester thermoplastique orientée, lequel procédé comporte le fait
de former par pultrusion-étirage une feuille de résine polyester thermoplastique à l’état amorphe, à une température
valant de 20 °C au-dessous à 20 °C au-dessus de la température de transition vitreuse de la résine polyester
thermoplastique, puis le fait d’étirer uniaxialement la feuille résultante, à une température supérieure à la température
de pultrusion-étirage et située entre la température de montée du pic de cristallisation et la température de montée
du pic de fusion de la résine polyester thermoplastique, températures observées sur la courbe d’analyse enthalpique
différentielle obtenue pour une vitesse de montée de la température de 10 °C/min.

2. Procédé de production d’une feuille de résine polyester thermoplastique orientée, conforme à la revendication 1,
dans lequel le taux de cristallinité de la feuille de résine polyester thermoplastique à l’état amorphe, mesuré par
analyse enthalpique différentielle, est inférieur à 10 %.

3. Procédé de production d’une feuille de résine polyester thermoplastique orientée, conforme à la revendication 1 ou
2, dans lequel on fait tourner un cylindre dans la direction de tirage, à une vitesse qui n’est pas supérieure à une
vitesse correspondant à la vitesse d’alimentation de feuille observée quand la feuille de résine polyester thermo-
plastique est tirée à une certaine vitesse de tirage dans les mêmes conditions, mais sans qu’on fasse tourner le
cylindre.

4. Procédé de production d’une feuille de résine polyester thermoplastique orientée, conforme à l’une des revendica-
tions 1 à 3, dans lequel le rapport d’étirage total donné par les opérations de pultrusion-étirage et d’étirage uniaxial
vaut de 2,5 à 10.

5. Procédé de production d’une feuille de résine polyester thermoplastique orientée, conforme à l’une des revendica-
tions 1 à 4, dans lequel ledit rapport d’étirage vaut de 3 à 8.

6. Procédé de production d’une feuille de résine polyester thermoplastique orientée, conforme à l’une des revendica-
tions 1 à 4, dans lequel la feuille de résine polyester thermoplastique orientée soumise à l’opération d’étirage uniaxial
subit un thermofixage à une température qui est située entre la température de montée du pic de cristallisation et
la température de montée du pic de fusion de la résine polyester thermoplastique, températures observées sur la
courbe d’analyse enthalpique différentielle obtenue pour une vitesse de montée de la température de 10 °C/min,
et qui n’est pas supérieure de 30 °C ou plus à la température d’étirage uniaxial.

7. Procédé de production d’une feuille de résine polyester thermoplastique orientée, conforme à la revendication 6,
dans lequel on opère le thermofixage dans des conditions telles que la longueur de la feuille de résine polyester
thermoplastique orientée soumise à l’opération d’étirage uniaxial ne varie pas.



EP 1 859 916 B1

28

5

10

15

20

25

30

35

40

45

50

55

8. Procédé de production d’une feuille de résine polyester thermoplastique orientée, conforme à la revendication 7,
dans lequel la longueur de la feuille de résine polyester thermoplastique orientée soumise à l’opération d’étirage
uniaxial vaut, après le thermofixage, de 0,95 à 1,1 fois ce qu’elle vaut avant le thermofixage.

9. Procédé de production d’une feuille de résine polyester thermoplastique orientée, conforme à l’une des revendica-
tions 6 à 8, dans lequel l’opération de thermofixage dure de 10 secondes à 10 minutes.

10. Procédé de production d’une feuille de résine polyester thermoplastique orientée, conforme à l’une des revendica-
tions 6 à 9, dans lequel la feuille de résine polyester thermoplastique orientée et thermofixée subit un recuit effectué
à une température située dans l’intervalle allant de la température de transition vitreuse à une température inférieure
au point de fusion, dans des conditions dans lesquelles aucune tension n’est appliquée à la feuille.

11. Procédé de production d’une feuille de résine polyester thermoplastique orientée, conforme à la revendication 10,
dans lequel la température à laquelle est effectué le recuit se situe dans l’intervalle allant de la température de
transition vitreuse à la température de montée du pic de cristallisation de la résine polyester thermoplastique,
températures observées sur la courbe d’analyse enthalpique différentielle obtenue pour une vitesse de montée de
la température de 10 °C/min.

12. Procédé de production d’une feuille de résine polyester thermoplastique orientée, conforme à la revendication 11,
dans lequel l’opération de recuit dure 10 secondes ou plus.

13. Procédé de production d’un corps stratifié-moulé, lequel procédé comporte le fait de disposer en strates des couches
de résine thermoplastique sur chacune des faces d’une feuille de résine polyester thermoplastique orientée, obtenue
selon un procédé de production d’une feuille de résine polyester thermoplastique orientée, conforme à l’une des
revendications 1 à 12.

14. Procédé de production d’un corps stratifié-moulé, lequel procédé comporte le fait de disposer en strates, l’une sur
l’autre, deux feuilles de résine polyester thermoplastique orientées ou plus, obtenues selon un procédé de production
d’une feuille de résine polyester thermoplastique orientée, conforme à l’une des revendications 1 à 12, en faisant
en sorte que les directions d’étirage de ces feuilles soient identiques, et le fait de disposer en strates des couches
de résine thermoplastique sur chacune des faces libres de ces feuilles de résine polyester thermoplastique orientées.

15. Procédé de production d’un corps stratifié-moulé, conforme à la revendication 14, qui comporte le fait de coller l’une
à l’autre les deux feuilles de résine polyester thermoplastique orientées ou plus, au moyen d’un adhésif thermofusible
dont le point de fusion est inférieur à celui de la résine polyester thermoplastique.

16. Procédé de production d’un corps stratifié-moulé, conforme à la revendication 15, dans lequel on opère le collage
en faisant fondre l’adhésif thermofusible à l’aide d’un appareil de soudage par ultra-sons.

17. Procédé de production d’un corps stratifié-moulé, conforme à la revendication 14, qui comporte le fait de coller l’une
à l’autre les deux feuilles de résine polyester thermoplastique orientées ou plus, au moyen d’un ou de plusieurs
adhésif(s) choisi(s) dans l’ensemble formé par les colles réactives, les colles époxy, les adhésifs de type uréthane,
les colles polyesters et les adhésifs à base de caoutchouc.

18. Procédé de production d’un corps stratifié-moulé, conforme à la revendication 14, qui comporte le fait d’interposer
un tissu tissé et/ou un tissu non-tissé entre les deux feuilles de résine polyester thermoplastique orientées ou plus.

19. Procédé de production d’un corps stratifié-moulé, conforme à la revendication 14, qui comporte le fait d’interposer,
entre les deux feuilles de résine polyester thermoplastique orientées ou plus, un tissu tissé et/ou un tissu non-tissé,
imprégné(s) d’un adhésif thermofusible dont le point de fusion est inférieur à celui de la résine polyester thermo-
plastique, et le fait de coller le tout.

20. Procédé de production d’un corps stratifié-moulé, conforme à la revendication 19, dans lequel on opère le collage
en faisant fondre l’adhésif thermofusible à l’aide d’un appareil de soudage par ultra-sons

21. Procédé de production d’un corps stratifié-moulé, conforme à la revendication 14, qui comporte le fait d’interposer,
entre les deux feuilles de résine polyester thermoplastique orientées ou plus, un tissu tissé et/ou un tissu non-tissé,
imprégné(s) d’un ou de plusieurs adhésif(s) choisi(s) dans l’ensemble formé par les colles réactives, les colles
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époxy, les adhésifs de type uréthane, les colles polyesters et les adhésifs à base de caoutchouc, et le fait de coller
le tout.

22. Procédé de production d’un corps stratifié-moulé, conforme à l’une des revendications 13 à 21, qui comporte le fait
de coller la feuille de résine polyester thermoplastique orientée et les couches de résine thermoplastique, au moyen
d’un adhésif thermofusible dont le point de fusion est inférieur à celui de la résine polyester thermoplastique.

23. Procédé de production d’un corps stratifié-moulé, conforme à la revendication 22, dans lequel on opère le collage
en faisant fondre l’adhésif thermofusible à l’aide d’un appareil de soudage par ultra-sons.

24. Procédé de production d’un corps stratifié-moulé, conforme à l’une des revendications 13 à 21, qui comporte le fait
de coller la feuille de résine polyester thermoplastique orientée et les couches de résine thermoplastique, au moyen
d’un ou de plusieurs adhésif(s) choisi(s) dans l’ensemble formé par les colles réactives, les colles époxy, les adhésifs
de type uréthane, les colles polyesters et les adhésifs à base de caoutchouc.

25. Procédé de production d’un corps stratifié-moulé, conforme à l’une des revendications 13 à 21, qui comporte le fait
d’interposer un tissu tissé et/ou un tissu non-tissé entre la feuille de résine polyester thermoplastique orientée et
les couches de résine thermoplastique.

26. Procédé de production d’un corps stratifié-moulé, conforme à la revendication 25, qui comporte le fait de coller à
chaud, par fusion, un tissu tissé et/ou un tissu non-tissé, comprenant une résine thermoplastique, à la feuille de
résine thermoplastique, et le fait d’imprégner le tissu tissé et/ou le tissu non-tissé avec les couches de résine
thermoplastique, de manière à le ou les coller par fusion aux couches de résine.

27. Procédé de production d’un corps stratifié-moulé, conforme à la revendication 25 ou 26, dans lequel le tissu tissé
et/ou le tissu non-tissé comprend ou comprennent une résine polyester thermoplastique.

28. Procédé de production d’un corps stratifié-moulé, conforme à l’une des revendications 25 à 27, qui comporte le fait
de faire fondre, à l’aide d’un appareil de soudage par ultra-sons, le tissu tissé et/ou le tissu non-tissé comprenant
une résine thermoplastique, et le fait de le ou les coller sur chacune des faces de la feuille de résine polyester
thermoplastique orientée, et le fait d’imprégner ensuite, avec les couches de résine thermoplastique, chacun de
ces tissus tissés et/ou tissus non-tissés comprenant une résine thermoplastique.

29. Procédé de production d’un corps stratifié-moulé, conforme à l’une des revendications 13 à 21, qui comporte le fait
d’interposer, entre la feuille de résine polyester thermoplastique orientée et les couches de résine thermoplastique,
un tissu tissé et/ou un tissu non-tissé, imprégné(s) d’un adhésif thermofusible dont le point de fusion est inférieur
à celui de la résine polyester thermoplastique, et le fait de coller le tout.

30. Procédé de production d’un corps stratifié-moulé, conforme à la revendication 29, dans lequel on opère le collage
en faisant fondre l’adhésif thermofusible à l’aide d’un appareil de soudage par ultra-sons.

31. Procédé de production d’un corps stratifié-moulé, conforme à l’une des revendications 13 à 21, qui comporte le fait
d’interposer, entre la feuille de résine polyester thermoplastique orientée et les couches de résine thermoplastique,
un tissu tissé et/ou un tissu non-tissé, imprégné(s) d’un ou de plusieurs adhésif(s) choisi(s) dans l’ensemble formé
par les colles réactives, les colles époxy, les adhésifs de type uréthane, les colles polyesters et les adhésifs à base
de caoutchouc, et le fait de coller le tout.
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