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1. Materials and Methods

Reagents. Silver tetrafluoroborate (AgBF4), potassium tetrachloroplatinate(Ⅱ) 

(K2PtCl4), copper(Ⅰ) iodide (CuI), 2,6-diacetylpyridine, pivalic acid, (1R)-(–)-myrtenal 

were reagent grade and used as received. Compounds 2[S1], 7[S2], and 5[S3] were 

synthesized according to the previously reported procedures. Other reagents and 

solvents were employed as purchased.

Experimental apparatus. 1H NMR spectra was collected on a Bruker AscendTM 

400MHz spectrometer with TMS as the internal standard. 13C NMR spectra were 

recorded on a Bruker AscendTM 400 MHz spectrometer at 100 MHz. Time-of-flight 

mass spectra (TOF−MS) were obtained on matrix-assisted laser desorption ionization-

time of flight (autoflex speed TOF/TOF, Bruker). UV−Vis spectra were recorded on a 

UV-1800 Shimadzu spectrometer. HPLC was performed on an Agilent system (1260 

Infinity II) equipped with a DAD detector. Fluorescent spectra were recorded on a 

Fluoromax-4 spectrofluorometer (Horiba Scientific). Circular dichroism (CD) 

measurements were performed on a Jasco J-1500 circular dichroism spectrometer, 

equipped with a PFD-425S/15 Peltier-type temperature controller.

DFT and TD-DFT calculations. All of the optimized geometries were optimized via 

Gaussian 09 (revision D.01) software package.[S4]

Method for determination of self-association constant of 1 by UV‒Vis measurements. 

To acquire the detailed thermodynamic parameters for the temperature-dependent self-

assembly process, the obtained UV‒Vis spectra data were normalized between 0 and 1 

using the following Eq. S1. The normalized UV‒Vis heating curve is further fitted by 

the monomer–dimer mathematical model,[S5] as depicted by Eq. S2.

     (Eq. S1)
𝛼𝑎𝑔𝑔(𝑇) =

𝐴(𝑇) ‒ 𝐴𝑚𝑜𝑛

𝐴𝑎𝑔𝑔 ‒ 𝐴𝑚𝑜𝑛
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    (Eq. S2)

𝛼𝑎𝑔𝑔(𝑇) =
1

1 + 𝑒𝑥𝑝[𝑇 ‒ 𝑇𝑚

𝑇 ∗ ]
In these equations, A(T) is UV‒Vis spectra absorbance date at a given temperature. 

A(mon) is the UV‒Vis absorbance date at high temperature or good solvent corresponding 

to the monomeric state, while A(agg) is UV‒Vis spectra absorbance date at a given low 

temperature or poor solvent corresponding to the self-complexed dimeric state. Tm is 

the temperature at which the fraction of the self-complexed dimer (αagg) is 0.5. T* value 

is obtained by fitting equation (Eq. S2) to the experimental data. Depending on Tm at 

various concentration, the dimerization binding constant (Kdim) can be calculated.

Method for determination of the 12 dimeric self-complexion constant by 1H NMR 

measurements. Depending on 1H NMR dilution experiments, the dimerization binding 

constant can be calculated. In particular, it is based on the concentration-dependent 

proton resonance versus concentration, according to the following equation:[S6]

𝛿𝑜𝑏𝑠 = 𝛿𝑚 + (𝛿𝑚𝑐 ‒ 𝛿𝑚) × 𝑓𝑐 = 𝛿𝑚 + (𝛿𝑚𝑐 ‒ 𝛿𝑚) ×
1 + 8𝐾𝑎[𝑀]0 + 1

1 + 8𝐾𝑎[𝑀]0 ‒ 1

(Eq. S3) 

In particular, δobs, δm, and δc are the observed, monomeric (at infinite diluted state) 

and dimeric (at infinite concentrated state) chemical shifts, respectively. [M]0 is the 

monomer concentration. 

Method for determination of the host/guest binding constants. The non-covalent 

binding constants (Ka) of host/guest complexes 1⸧2 and 3⸧2 were determined via 

UV–Vis titration experiments. The collected absorbance data (A) at the specific 

wavelength were probed versus concentration of the titrating species (CA). A global 

fitting analysis was adopted via the Matlab–based global analysis program (fitting 

program) written by P. Thordarson et al. (Supramol. Chem. 2012, 24, 585; Chem. Soc. 

Rev. 2011, 40, 1305). [S7] 
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Method for determination of the “real” association constant of 1⸧2. The experimental 

result provided the “apparent” binding constant for complex 1⸧2, since the non-

covalent complexation between metallotweezer 1 (A) and guest 2 (B) is governed by 

three equilibria:

2A        A2 (Eq. S5)      ⇋

2B+A2        2AB (Eq. S6)⇋

A+B     AB (Eq. S7)             ⇋

where A, A2, B and AB represent free 1, self-complexation 12, free 2 and complex 

1⸧2, respectively. The equilibrium constants in this system are defined in the following 

equation: 

 (Eq. S8)𝐾𝑑 𝑖 𝑚= [𝐴2]/[ 𝐴 ]2

 (Eq. S9)𝐾𝑑 = [𝐴 𝐵]2/ ( [𝐴2] × [ 𝐵 ]2)

 (Eq. S10)𝐾𝑎 = [𝐴 𝐵]/ ( [ 𝐴 ]× [ 𝐵 ] )

where Kdim, Kd and Ka are the dimerization constant of A, the disproportionation 

constant of B with A2 (the “apparent” binding constant), and the “real” association 

constant of A and B, respectively. The Ka value is determined according to Eq. S11:[S8]

 (Eq. S11)𝐾𝑎 = (𝐾𝑑 𝑖 𝑚× 𝐾𝑑)1 / 2
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2. Synthetic routes to compounds 1 and 3

The synthetic routes toward the targeted compounds 1 and 3 are quite 

straightforward (Scheme S1). The key intermediate 5 was obtained via coordination 

between the chiral “pineno”-fused 2,2′:6′,2″-terpyridine 6 and Pt(DMSO)2Cl2. It further 

underwent CuI-catalyzed Pt(II)–acetylene coupling reaction with compounds 7 and 4 

to provide the targeted compounds 1 and 3, respectively. The structures for 1 and 3 

were validated by means of NMR and MALDI-TOF-MS experiments (Figures S7–

S11). 
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Scheme S1. Synthetic routes to compounds 1 and 3.

2.1 Synthesis of compound 6
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To a solution of compound 8 (23.0 mmol, 5.00 g) in pyridine (30 mL) was added a 

solution of iodine (46.0 mmol, 11.7 g) in pyridine (30 mL). The mixture was heated at 

110 °C for 3 h. Upon cooling, the dull yellow solid was filtered and washed with cold 

ethanol to afford 9 as a brown solid (11.5 g, 80%), which were used for the next step 

without further purification. To a solution of compound 9 (2.00 g, 3.18 mmol) in 

formamide (30 mL) were added ammonium acetate (1.00 g, 13.0 mmol) and (1R)-(−)-

myrtenal (1.00 g, 6.70 mmol) under nitrogen. The reaction mixture was stirred at 80 ℃ 

overnight under nitrogen atmosphere. After the reaction was complete, the solvent was 

evaporated under reduced pressure, and the residue was purified by flash column 

chromatography (alumina, CH2Cl2/PE,1 : 1, v/v as the eluent) to afford 6 as a white 

solid (0.65 g, 43%).1H NMR (400 MHz, CDCl3, 298 K, Figure S1) δ (ppm): 8.40 (d, J 

= 8.1 Hz, 4H), 8.24 (d, J = 0.7 Hz, 2H), 3.13 (s, 4H), 2.89 (t, J = 5.4 Hz, 2H), 2.77 – 

2.70 (m, 2H), 2.35 (dt, J = 5.8, 3.0 Hz, 2H), 1.59 (s, 7H), 1.47 – 1.45 (m, 9H), 1.26 (s, 

2H), 0.68 (s, 6H). 13C NMR (101 MHz, CDCl3, 298 K, Figure S2) δ: 161.9, 155.8, 155.1, 

145.4, 145.2, 142.7, 117.5, 44.6, 40.2, 39.3, 35.3, 33.1, 31.9, 30.8, 26.1, 21.4. ESI m/z: 

[M–BF4]+, 478.3220 (Figure S3).
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Figure S1. 1H NMR spectrum (400MHz, CDCl3, 298K) of compound 6.
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Figure S3. ESI spectrum of compound 6.

2.2 Synthesis of compound 5
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(DMSO)2PtCl2 , AgBF4

CH3CN, 85 oC
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Pt(DMSO)2Cl2 (302 mg, 0.78 mmol) and AgBF4 (152 mg, 0.86 mmol) in CH3CN 

(15 mL) were placed in a round bottomed flask and refluxed for 24 hours. The mixture 

was then filtered, and compound 6 (340 mg, 0.71 mmol) was added. The resulting 

mixture was refluxed for another 24 hours. The solvent was evaporated under reduced 

pressure and the residue was purified by flash column chromatography (alumina, 

CH3OH/CH2Cl2, 1:100, v/v as the eluent) afford compound 5 as a yellow solid (173mg, 

66%). 1H NMR (400 MHz, CDCl3, 298 K, Figure S4) δ (ppm): 8.60 (s, 2H), 8.30 (s, 

2H), 8.28 (s, 2H), 3.34 (s, 4H), 3.00 (t, J = 5.5 Hz, 2H), 2.82 – 2.76 (m, 2H), 2.44 – 

2.39 (m, 3H), 1.59 (s, 9H), 1.46 (s, 6H), 1.26 (s, 2H), 0.70 (s, 6H). 13C NMR (101 MHz, 

CDCl3, 298 K, Figure S5) δ: 168.3, 156.3, 154.6, 153.1, 148.7, 146.8, 125.3, 120.7, 

45.1, 42.0, 39.4, 38.9, 37.3, 33.6, 30.9, 30.2, 29.7, 27.0, 25.6, 24.9, 21.5. ESI m/z: [M-

BF4]+, 707.2458 (Figure S6).
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Figure S4. 1H NMR spectrum (400MHz, CDCl3, 298K) of compound 5.
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2.3 Synthesis of compound 1
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Compound 7 (50.0 mg, 1.17 mmol), Compound 5 (199 mg, 2.46 mmol), CuI (30.0 

mg, 0.15 mmol) and NEt3 (3 mL) in 20 mL of CH2Cl2 were stirred at room temperature 

for 48 hours under nitrogen atmosphere. The mixture was evaporated under reduced 

pressure and the residue was purified by column chromatography (alumina, 

CH3OH/CH2Cl2, 100 : 1 v/v as the eluent) to afford metallotweezer 1 as an orange solid 

(143 mg, 63%).1H NMR (400 MHz, CDCl3, 298 K, Figure S7) δ (ppm): 8.77 (s, 3H), 

8.53 (s, 4H), 8.39 (d, J = 13.2 Hz, 6H), 8.06 (d, J = 8.0 Hz, 2H), 7.91 (s, 2H), 7.71 (d, 

J = 8.7 Hz, 2H), 7.62 (d, J = 7.7 Hz, 2H), 7.48 (t, J = 7.7 Hz, 2H), 7.05 (d, J = 8.8 Hz, 

2H), 4.04 (t, J = 6.5 Hz, 2H), 3.31 (s, 8H), 2.94 (t, J = 5.3 Hz, 4H), 2.75 – 2.66 (m, 4H), 

2.40 – 2.31 (m, 4H), 1.81 (s, 4H), 1.48 (s, 19H), 1.37 (s, 13H), 1.23 (s, 4H), 1.00 (t, J 

= 7.4 Hz, 3H), 0.67 (s, 12H). 13C NMR (101 MHz, CDCl3, 298 K, Figure S8) δ: 167.2, 

159.2, 156.3, 155.6, 153.2, 151.3, 148.9, 148.7, 148.0, 138.7, 131.5, 129.7, 129.4, 

127.5, 127.2, 126.1, 124.6, 124.5, 119.6, 115.8, 114.1, 103.6, 97.3, 69.5, 66.9, 43.9, 

38.4, 37.9, 36.5, 32.7, 30.3, 30.1, 29.6, 24.6, 20.5, 18.24. MALDI−TOF−MS m/z: 
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[M-BF4]+, 1856.7603.
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Figure S7. 1H NMR spectrum (400MHz, CDCl3, 298K) of compound 1.
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2.4 Synthesis of compound 3
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Compounds 4 (50.0 mg, 1.17 mmol), 5 (89.0 mg, 1.12 mmol), CuI (30.0 mg, 0.15 

mmol) and NEt3 (3 mL) in 20 mL of CH2Cl2 were stirred at room temperature for 48 

hours under nitrogen atmosphere. The mixture was evaporated under reduced pressure 

and the residue was purified by column chromatography (alumina, CH3OH/CH2Cl2, 

100 : 1 v/v as the eluent) to afford 3 as an orange solid (88.0 mg, 60%).1H NMR (400 

MHz, CDCl3, 298 K, Figure S10) δ (ppm): 8.80 (s, 2H), 8.72 (s, 2H), 8.53 (s, 2H), 8.31 

(t, J = 1.8 Hz, 1H), 8.20 – 8.17 (m, 2H), 8.11 (d, J = 7.9 Hz, 1H), 7.91 (s, 1H), 7.86 (s, 

1H), 7.71 (d, J = 8.7 Hz, 2H), 7.62 (d, J = 8.3 Hz, 1H), 7.54 – 7.42 (m, 4H), 7.05 (d, J 

= 8.9 Hz, 2H), 4.05 (t, J = 6.6 Hz, 2H), 3.38 – 3.31 (m, 4H), 2.98 (t, J = 5.4 Hz, 2H), 

2.79 – 2.70 (m, 3H), 2.43 – 2.36 (m, 2H), 1.86 – 1.78 (m, 3H), 1.60 (s, 9H), 1.40 (s, 

6H), 1.25 (s, 7H), 1.00 (t, J = 7.4 Hz, 4H), 0.88 (t, J = 6.8 Hz, 3H), 0.70 (s, 6H). We 

failed to acquire the 13C NMR spectrum of 3 due to its low solubility. 

MALDI−TOF−MS m/z: [M-BF4]+, 1156.4603 (Figure S11).
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3. The dimeric self-complexation behaviors of 1

Figure S12. 1H NMR spectra (400 MHz, CDCl3, 298 K) of metallotweezer 1 at 
different monomer concentrations: a) 20.00 mM, b) 10.00 mM, c) 5.00 mM, d) 3.00 

mM, e) 1.00 mM, f) 0.60 mM, g) 0.40 mM, h) 0.20 mM. Obvious chemical shift 
changes of H2 and H3 were observed for 1 upon varying its concentrations. It 

facilitates the acquirement of the dimeric Kdim value (see Figure S13).

Figure S13. Changes of chemical shifts (δ) of protons H2 and H3 on 1 upon varying 
its concentrations (in CDCl3 at 298 K). The dimeric Kdim value for 1 was determined 
to be 5.34 × 102 M–1 (± 34%), by fitting the collected δ data of protons of H2 and 
H3 on 1 in 1H NMR titration experiments. The data values were fitted by Matlab–

based global analysis program.
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Figure S14. Graphic representation of quadruple π-stacks and self-complementary 
type complexation structures for molecular tweezers. It commonly contains two 

modes for self-aggregation of molecular tweezers, namely quadruple π-stacks, and 
self-complementary dimers complexation structures. For the latter complexation 

modes, the spacer on molecular tweezer should be planar and electrically 
complementary to the pincer units, as exemplified by the bis-methyl amide 

functionalized pyridine and terpyridine unit reported in the previous literatures.[S9] 
In the current molecular tweezer 1, the diphenylpyridine spacer is non-planar 

(possessing a 17.5° deviation from coplanar geometry as reported in a structurally 
similar tweezer),[S10] and thereby fails to be encapsulated into the cavity of 
molecular tweezer. Accordingly, it excludes the possibilities of the latter 

complexation mode.

Figure S15. Four complexation modes of 12 via DFT computation: a) head-to-head 
binding model; b) head-to-tail binding model. For the optimized geometries, the head-

to-head binding mode features lower Gibbs free energy than that of the head-to-tail 
one (ΔE = 0.974 kcal/mol).
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Figure S16. Partial a) 1H−1H ROESY and b) 1H−1H COSY spectrum (400 MHz, 
CDCl3, 298 K) of 12. Strong correlations existed between protons H4 and H5/H6 in 

1H−1H ROESY, which were absent in 1H−1H COSY spectrum.

 Figure S17. a) Absorption and b) emission spectra of 1 in CH3CN and CHCl3 at 
298K [c = 1.00 × 10-4 M].
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Figure 18. 1H NMR spectra (400 MHz, 298K) of molecular tweezers 1 at different 
concentrations: a) 0.20 mM, and b) 5.00 mM in CDCl3; c) 0.20 mM, and d) 5.00 mM, 

in CD3CN.Such phenomenon indicate the strong binding affinity for (1)2 and the 
binding constants could not be calculated by 1H NMR concentration dependent 

experiments. In CD3CN, the aromatic resonances became broadened compared to 
those in CDCl3, while some of the peaks were merged into baseline. It suggests that 
the self-complexation structure (1)2 existed even in the dilute solution. Hence, the 

binding constant in CD3CN cannot be acquired by concentration-dependent 1H NMR 
experiments.

Figure S19. DLS measurements for 1 in CH3CN and CHCl3 (c = 1.00 × 10-4 M).
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Figure S20. Temperature-dependent UV–Vis absorption spectra of 1  at different 
monomer concentrations: a) 0.2 Mm; b) 0.1 mM; c) 0.05 mM; d) 0.025 mM in 

CH3CN. Inset: Fraction of αagg of 1 monitored at 500 nm versus temperatures at 
different concentrations. The shoulder absorption band declined upon increasing the 

temperature to 353 K, and restored upon cooling to room temperature.

 
Figure S21. CD spectra of 1 and 3 at 298 K (c = 1.00 × 10-4 M in CH3CN). 

Depending on circular dichroism (CD) experiments, a weak Cotton effect below 419 
nm existed for the control compound 3 with the mono-nuclear Pt(II)(N^N^N) unit, 

supporting the origin of molecular chirality from the (1R)-pinene units.
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Figure S22. Partial 1H NMR titration spectra (400 MHz, CD3CN) at a) 353 K and b) 
298 K. Upon increasing the temperature from 298 K to 353 K, the 1H NMR 

resonances of H2-3 exhibited a downfield shift from the self-complexed to the 
monomeric states of 1.

Figure S23. 1H NMR titration spectra (400 MHz, CD3CN, 298 K) for a) compound 3 
and b) metallotweezer 1. The terpyridine protons H2-3 on 1 shifted upfield than the 

corresponding protons H2'-3' of 3. It is ascribed to the formation of self-complexation 
structure with the de-shielding effect.
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Figure S24. CD spectra of 1 in CH3CN and CHCl3 (c = 1.00 × 10-4 M at 298 K).
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4. Non-covalent metallotweezer/guest complexation behaviors

Figure S25. a) Absorption and b) emission spectra of 1 and complex 1⸧2 in CH3CN 
at 0.05 mM. Inset: images of 1 and complex 1⸧2.

Figure S26. a) Absorption and b) emission spectra of 1 and complex 1⸧2 in CH3CN 
at 0.05 mM. Inset: images of 1 and complex 1⸧2.
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Figure S27. a) Changes of UV−Vis absorbance at 510 nm, 525 nm, and 540 nm 
upon addition of 2 (1.00 mM in CH3CN) into 1 (0.05 mM in CH3CN) at 298 K; b) 

Data values from the UV‒Vis titration experiments (see Figure S26b) of 1⸧2 in 
CH3CN at 298 K. Depending on the molar ratio plot, the binding stoichiometry 

between the tweezer receptor 1 and the guest 2 was 1 : 1. The solid lines are obtained 
via the Matlab–based global analysis program (fitting program). The Kd value of 

1⸧2 is determined to be 3.75 × 105 M–1 (± 27%) in CH3CN at 298 K. Accordingly, 
the Ka value of 1⸧2 is determined to be 6.96 × 104 M–1 (± 13%) in CH3CN.

Figure S28. Emission spectra changes of 1 (0.1 mM) via the gradual titration of 2 
(1.00 mM at 298 K) in CH3CN. The solid lines are obtained via the Matlab–based 

global analysis program (fitting program). Accordingly, the Kd value of 1⸧2 is 
determined to be 2.21 × 106 M–1 (± 89%) in CH3CN at 298 K. Accordingly, the Ka 

value of 1⸧2 is determined to be 1.69 × 105 (± 37%) in CH3CN.
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Figure S29. a) Changes of UV−Vis absorbance at 510 nm, 525 nm, and 540 nm upon 
addition of 2 (1.00 mM in CHCl3) into 1 (0.05 mM in CHCl3) at 298 K; b) Data 

values from the UV‒Vis titration experiments (see Figure S28b) of 1⸧2 in CHCl3 at 
298 K. The solid lines are obtained via the Matlab–based global analysis program 

(fitting program). The Kd value of 1⸧2 is determined to be 6.45 × 103 M–1 (± 6.5%) in 
CHCl3. Accordingly, the Ka value of 1⸧2 is determined to be  1.85 × 103 M–1 (± 

3.2%).

Figure S30. 1H NMR spectra (400 MHz, CD3CN, 298K) of complex 1⸧2 with 
different molar ratio of 2: a) 0 eq.; b) 0.24 eq.; c) 0.48 eq.; d) 0.72 eq.; e) 0.96 eq.; f) 

1.2 eq.; g) 1.68 eq.; h) 2.4 eq. Obvious chemical shift changes of H2 and H3 are 
observed for 1 upon addition of 2, which is able to get the Kd value (Figure S29).
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 Figure S31. a) Changes of chemical shifts (δ) of protons H2, and H3 on 1 upon 
addition of 2 into 1 (2 mM in CD3CN) at 298 K; b) Data values from the 1H NMR 
titration experiments (see Figure S30b) of 1⸧2 in CD3CN at 298 K. The solid lines 
are obtained via a Matlab-based global analysis program (fitting program). The Kd 

value of 1⸧2 is determined to be 6.74 × 103 M-1 (± 63.4%) in CD3CN. Accordingly, 
the Ka value of 1⸧2 is determined to be 9.32 × 103 (± 28%) in CD3CN.

Figure S32. 1H NMR spectra (400 MHz, CDCl3, 298K) of complex 1⸧2 with 
different molar ratio: a) 0 eq.; b) 0.19 eq.; c) 0.37 eq.; d) 0.54 eq.; e) 0.69 eq.; f) 0.83 
eq.; g) 0.97 eq.; h) 1.1 eq.; i) 1.21 eq.; j) 1.43 eq.; k) 1.62 eq.; l) 1.88 eq.; m) 2.10 eq. 
Obvious chemical shift changes of H1, H2 and H4 are observed for 1 upon addition of 

2, which is able to get the Kd value (see Figure S32).
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Figure S33. a) Changes of chemical shifts (δ) of protons H1, H2, and H3 on 1 upon 
addition of 2 (10.00 mM in CDCl3) into 1 (2 mM in CDCl3) at 298 K; b) Data values 
from the 1H NMR titration experiments (see Figure S32b) of 1⸧2 in CDCl3 at 298 K. 

The solid lines are obtained via the Matlab–based global analysis program (fitting 
program). The Kd value of 1⸧2 is determined to be 1.21 × 104 M–1 (± 53%) in CDCl3. 

Accordingly, the Ka value of 1⸧2 is determined to be 2.54 × 103 M–1 (± 24%).

Figure 34. 1H NMR spectra (400 MHz, CDCl3, 298K) of complex 3⸧2 with different 
molar ratio of 2: a) 0 eq.; b) 0.24 eq.; c) 0.48 eq.; d) 0.72 eq.; e) 0.96 eq.; f) 1.2 eq.; g) 
1.68 eq.; h) 2.4 eq. Obvious chemical shift changes of H1’, H2’ and H3’ are observed 

for 3 upon addition of 2, which is able to get the Ka value (Figure S34).
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Figure S35. a) Changes of chemical shifts (δ) of protons H1’, H2’ and H3’ on 3 upon 
addition of 2 into 3 (2 mM in CDCl3) at 298 K; b) Data values from the 1H NMR 

titration experiments (see Figure S35b) of 3⸧2 in CDCl3 at 298 K. The solid lines are 
obtained via a Matlab-based global analysis program (fitting program). Accordingly, 

the Ka value of 3⸧2 is determined to be 15.9 M-1 (± 167.3%) in CDCl3.

Figure S36. a) Changes of UV−Vis absorbance at 510 nm, 525 nm, and 540 nm upon 
addition of 2 (1.00 mM in CH3CN) into 1 (0.05 mM in CH3CN) at 313 K; b) Data 

values from the UV‒Vis titration experiments (see Figure S35b) of 1⸧2 in CH3CN at 
313 K. The solid lines are obtained via the Matlab–based global analysis program 

(fitting program). Accordingly, the Kd value of 1⸧2 is determined to be 1.73 × 105 M–

1 (± 19%) in CH3CN at 313 K.
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Figure S37. a) Changes of UV−Vis absorbance at 510 nm, 525 nm, and 540 nm upon 
addition of 2 (1.00 mM in CH3CN) into 1 (0.05 mM in CH3CN) at 328 K; b) Data 

values from the UV‒Vis titration experiments (see Figure S36b) of 1⸧2 in CH3CN at 
328 K. The solid lines are obtained via the Matlab–based global analysis program 

(fitting program). Accordingly, the Kd value of 1⸧2 is determined to be 7.11 × 104 M–

1 (± 8.4%) in CH3CN at 328 K.

Figure S38. a) Changes of UV−Vis absorbance at 510 nm, 525 nm, and 540 nm upon 
addition of 2 (1.00 mM in CH3CN) into 1 (0.05 mM in CH3CN) at 353 K; b) Data 

values from the UV‒Vis titration experiments (see Figure S37b) of 1⸧2 in CH3CN at 
353 K. The solid lines are obtained via the Matlab–based global analysis program 

(fitting program). Accordingly, the Ka value of 1⸧2 is determined to be 3.21 × 104 M–

1 (± 5.9%) in CH3CN.

Figure S39. CD spectra changes of 1 upon progressive addition of 2 at 298 K (c = 
1.00 × 10-4 M in CH3CN).
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Figure S40. a) CD spectra of 2 and complex 3⸧2 (0.10 mM in CH3CN, 298 K); b) 
CD spectra of complex 3⸧2 (black line) and 353 K (red line) (0.10 mM in CH3CN). 

For the complex 3⸧2, supramolecular chirogenic signals at 470 nm disappeared 
totally at 353 K.

Figure S41. CD spectra of complex 1⸧2 (0.10 mM in CH3CN) at 298 K (black line) 
and 353 K (red line). The induced CD signals of 1⸧2 maintain at elevated 

temperatures, despite of the decreased CD intensities than that at ambient temperature. 
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