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Table S1 Variable temperature 17O NMR relaxation rates for [Gd(DOTA)] at 4.7 T, [H+] = 1.0 M.

Table S2 Proton relaxivities of [HGd(DOTA)], [H+] = 1.0 M (mM1- s-1).

Table S3 17O NMR relaxation rates and chemical shifts for [Gd(DOTA)]- at 4.7 T as a function of [H+]. T = 278 K

Fig. S1. UV-Vis spectra obtained for [Eu(DOTA)]- as a function of the H+ concentration.

Fig. S2. 1H NMR spectra recorded for [Eu(DOTA)]- as a function of the H+ concentration. 

Fig. S3. 1H NMR spectra recorded for [Y(DOTA)]- as a function of the H+ concentration. 

Table S1 Variable temperature 17O NMR relaxation rates for [HGd(DOTA)] at 4.7 T, [H+] = 1.0 M.

T/K
1000/T
Pm
T2/s reference
T2/s
ln(1/T2r)

278
3.60
5.33E-04
4.15E-03
2.91E-03
12.17

288
3.47
5.33E-04
5.28E-03
3.20E-03
12.35

298
3.36
5.33E-04
6.69E-03
3.03E-03
12.73

303
3.31
5.33E-04
7.71E-03
2.83E-03
12.95

313
3.20
5.33E-04
9.26E-03
2.37E-03
13.28

Table S2 Proton relaxivities of [HGd(DOTA)], [H+] = 1.0 M (mM1- s-1), t = 5 oC
 (MHz)
r1

3.598
10.659

0.168
14.820

0.061
14.773

0.036
14.555

0.022
14.475

12.000
8.714

3.598
10.260

14.000
8.317

8.001
9.275

18.000
8.285

9.998
8.623

5.999
9.380

3.598
10.805

2.159
12.757

1.296
12.953

0.778
14.130

0.280
14.665

0.168
14.946

16.000
8.104

20.001
7.988

Table S3 17O NMR relaxation rates and chemical shifts for [Gd(DOTA)]- at 4.7 T as a function of [H+]. T = 278 K

Log[H+]
Pm
.(Hz)
ref.(Hz)
r
T2 (ms)
T2 ref (ms)
ln(1/T2r)

6.00
5.28E-04
-36.1
-4.3
-3.78E+05
1.67
4.15
13.43

4.12
5.28E-04
-36.6
-4.3
-3.85E+05
1.75
4.15
13.35

3.08
5.28E-04
-36.3
-4.3
-3.81E+05
1.71
4.15
13.38

2.08
5.28E-04
-35.4
-4.3
-3.70E+05
1.78
4.15
13.31

1.55
5.28E-04
-35.3
-4.3
-3.68E+05
1.85
4.15
13.25

1.00
5.28E-04
-36.9
-4.3
-3.87E+05
2.03
4.15
13.07

0.70
5.28E-04
-34.1
-4.3
-3.55E+05
2.16
4.15
12.95

0.52
5.28E-04
-28.3
-4.3
-2.86E+05
2.36
4.15
12.75

0.30
5.28E-04
-26.5
8.0
-4.10E+05
2.51
4.15
12.60

0.22
5.28E-04
-27.5
9.0
-4.34E+05
2.59
4.15
12.52

0.10
5.28E-04
-18.0
14.0
-3.81E+05
2.73
4.15
12.37

0.00
5.28E-04
-813.5
-803.5
-1.19E+05
2.81
4.15
12.29

-0.14
3.52E-04
-12.3
10.0
-3.98E+05
3.18
4.15
12.25

-0.18
5.28E-04
15.7
21.0
-6.29E+04
2.73
3.87
12.23

-0.26
5.28E-04
17.3
21.0
-4.40E+04
2.76
3.87
12.19

-0.30
5.28E-04
21.0
37.1
-1.92E+05
2.77
3.87
12.18
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Fig. 1. UV-Vis spectra obtained for Eu(DOTA) as a function of the H+ concentration







